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Preface

Light scattering and radiative transfer is central to a number of diverse scientific
disciplines ranging from atmospheric to medical optics. This volume is composed of
two parts. In the first part, current problems and methods used in modern studies
of single light scattering are considered. The chapter by Barkey et al. is aimed at
experimental studies of single light scattering by ice crystals. The work is of great
importance for ice cloud remote sensing and also for climate studies because it en-
hances our knowledge of the single scattering patterns of ice crystals. There are a
lot of theoretical results in the area of light scattering by nonspherical particles, but
ice clouds also contain irregularly shaped particles and the characterization of cor-
responding shape and size distributions for realistic cloud scenarios is not a trivial
one. Light scattering by small nonspherical particles as studied in the framework of
discrete dipole approximation (DDA) is considered by Zubko. Unfortunately, the
technique cannot be used for scatterers much larger than the wavelength of light,
such as those occurring in ice and dust clouds. On the other hand, the technique
is very powerful with respect to modeling of particles of complex shapes, chains,
and aggregates. The papers of Sun et al. and Cole et al. address recent advances in
the finite-difference time-domain (FDTD) methods. Sun et al. reviews the FDTD
technique for modeling of light scattering by arbitrarily shaped dielectric particles
and surfaces. The emphasis is on the fundamentals of the FDTD algorithms for
particle and surface scattering calculations and the uniaxial perfectly matched layer
and the novel scattered-field uniaxial perfectly matched layer absorbing boundary
conditions for truncation of the FDTD grid. Both DDA and FDTD are based on
the direct solution of Maxwell equations without reference to the wave equation,
which is usually used in the treatment of light scattering by some simple shapes
such as spheres and spheroids. These approaches are capable of considering the
particles of arbitrary shapes. However, the computation speed is low and particles
much larger than the wavelength cannot be considered. The chapter of Cole et al.
introduces some recent developments of the finite-difference time-domain method
and some new applications. Using what is called a nonstandard finite-difference
model, the accuracy of the FDTD algorithm can be greatly enhanced without us-
ing higher-order finite difference approximations on a coarse numerical grid. This
algorithm was checked by computing whispering gallery modes in the Mie regime
for infinite dielectric cylinders. To compute light propagation in dispersive materi-
als the FDTD algorithm must be modified. The recursive convolution algorithm is
one such modification, but it is computationally intensive and sometimes unstable.
The authors introduce stability criteria, and show how to improve the accuracy
while decreasing computational cost.
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XXII  Preface

The second part of the book is aimed at the application of radiative transfer
theory and respective optical measurements for the characterization of various tur-
bid media. Stamnes et al. considers radiative transfer in coupled systems such as,
e.g., the ocean—atmosphere interface. Airborne spectral measurements of shortwave
radiation are reviewed by Schmidt and Pilewskie. It is demonstrated how spectral
information can be used for cloud and aerosol remote sensing. The final chapter of
the book, prepared by Kokhanovsky and Rozanov, is aimed at the determination
of snow grain sizes using satellite observations. The asymptotic radiative transfer
theory is used for the satellite snow grain sizing. Nowadays, this technique has
become standard for the solution of inverse problems of snow optics.

The editor thanks F. Herweg, C. Horwood, and M. Shardlow for the help in
production of this volume, and J. Sterritt and C. Witschel for inclusion of Light
Scattering Reviews in the general collection of e-books produced by Springer.

This book is dedicated to D. Tanre, a pioneer in the area of aerosol remote
sensing from space, on the occasion of his 60th birthday.

Bremen, Germany Alexander A. Kokhanovsky
January, 2011
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1 Polar nephelometers for light scattering by ice
crystals and aerosols: design and measurements

Brian Barkey, Suzanne Paulson and Kuo-Nan Liou

1.1 Introduction

The angular distribution of light scattered from a particle is dependent on its size,
shape, composition and on the wavelength and polarization state of the incident
light. This information is of tremendous interest to many researchers due to im-
plications in the fields of remote sensing, climatic effects of radiative transfer, and
in industrial and scientific laboratories in applications such as aerosol monitoring
(Hansen and Lacis 1990; Liou et al. 1999; Mishchenko et al. 1995). The measured
angular scattering patterns can lend insights into the chemical and physical prop-
erties of the particles (i.e., Pluchino 1987; Swanson et al. 1999; Shaw 1979). The
interest in these data is shown by the over 25 polar nephelometers (PN) described
in this chapter, that have been built since the 1960s to experimentally examine
the angular scattering properties of various small particles. The goals of these
measurements are either to verify the increasingly complex theoretical methods of
calculating the scattering properties of non-spherical particles, or to use the angular
intensities to infer optical, physical or chemical properties of the particles.

The scattering angle () is referenced from the direction of the incident light as
shown in Fig. 1.1 with 6 = 0° coincident with the incident light vector and 8 = 180°
is the direction towards the light source. The azimuthal angle (¢) is defined from
an arbitrary axis oriented in the plane perpendicular to the incident light direction
and ranges from 0° to 360°. The angular distribution of light intensities from a
randomly oriented particle is generally a function of both 8 and ¢.

Theoretically, there are many ways in which to calculate the light scattering
properties of particles, or phase functions, including homogeneous spheres (Mie
1908), coated spheres (Aden and Kerker 1951), and other non-spherical shapes
(Mishchenko 1991; Takano and Liou 1989; Yang and Liou 1996). Although these
models have a strong theoretical basis and are able to capture the scattering prop-
erties of very complex morphologies, experimental measurements are necessary be-
cause the physical, chemical and optical properties of the scattering particles are
largely unknown. For instance, measured and inferred refractive indices for several
types of black carbon based aerosols range from 1.1 to 2.75 in the real part and
from 0.01 to 1.46 in the imaginary part (Bond et al. 2006; Fuller et al. 1999; Hor-
vath 1993; Seinfeld and Pandis 1998), although the refractive index of pure carbon

A.A. Kokhanovsky (ed.), Light Scattering Reviews 6: Light Scattering and Remote Sensing 3
of Atmosphere and Surface, Springer Praxis Books, DOI 10.1007/978-3-642-15531-4 1,
© Springer-Verlag Berlin Heidelberg 2012
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Fig. 1.1. The scattering angle (0) is referenced from the direction of the incident light. The
particle is located at the intersection of the axis. In this figure 6 = /2. The azimuthal
angle (¢) is defined from an arbitrarily defined axis, but is usually referenced to the
polarization plane of the incident light if it is linearly polarized.

(2.67 —i1.34) (Borghesi and Guizzetti 1991) is well known. These unknowns can
have significant effects on the radiative properties of aerosols. For example, the
asymmetry parameter, which is the cosine-weighted integral of the light scattered
from a particle, is a key parameter in radiative transfer models. The asymmetry
parameter varies by a factor of at least 10 as the number of agglomerated spherules
changes from 1 to 200 (Liu and Mishchenko 2005). Cirrus clouds are composed of
ice particles with highly complex shapes that vary significantly in space and time
which affects their single scattering and bulk radiative properties. The theoreti-
cally determined asymmetry parameter can vary from 0.77 to 0.84 at a wavelength
of 0.55 pum for simple hexagonal ice particle morphologies and distributions seen
in nature (Takano and Liou 1989). However measured values of the asymmetry
parameter for low-latitude cirrus clouds range from 0.74 to 0.77 (Garrett et al.
2003). An increase in g of 0.06 was shown to cause a decrease in radiative forcing
by at least 12% for non-absorbing particles (Marshall et al. 1995). Accurate and
reliable morphologically based scattering information for these particles is neces-
sary as cirrus clouds contribute significantly to the earth’s radiative balance (Liou
1986).

In concept, polar nephelometers are simple instruments. A particle is illumi-
nated with a highly collimated beam of light, most often from a laser, and a detector
(or detectors) measure the light intensities at the desired angles. But, complexi-
ties arise in the detection geometry, sample presentation and in the analysis of
the measurements. This chapter presents a review of some of the designs of polar
nephelometers, and presents a short summary of the measurements made, including
our previous ice particle and aerosol studies. Finally, we describe the current dual
polarization polar nephelometer (UCLA PN) developed at UCLA, non-absorbing
and absorbing aerosol particle scattering measurements, and a detailed analysis of
the refractive index retrieval accuracy.
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1.2 Measuring the intensity of scattered light

Measuring the angular dependence of light scattered by a particle is done by plac-
ing a detector at the proper angular location with respect to the incident light and
determining the intensity of the light that falls onto the detector’s sensing area.
In practice, however, there are many complications to the experimental setup, i.e.:
How many particles are scattering light? What volume do the particles occupy?
What is the orientation of the particles? Detectors have finite sensing areas, how
wide is it? And so on. In this section, a few of these questions are addressed; how-
ever, it should be realized that due to the many possible instrument designs, a
complete analysis of all polar nephelometer design considerations cannot be in-
cluded.

1.2.1 Geometry

The direction of light scattered from a particle is defined by the scattering (or
polar) angle (#) and the azimuthal angle (¢) as shown in Fig. 1.1. The azimuthal
reference angle or ¢ = 0° is arbitrarily defined, however, if the incident light has a
preferred polarization orientation, this direction often defines the ¢ = 0° direction.
# and ¢ thus defined represent all the directions in the space about the particle.
It is impossible to measure the scattering at 0° and 180° as the light scattered at
0 = 0° cannot be separated from the incident light, and any detector positioned at
the reverse angle of § = 180° would obscure the incident beam. The instruments
reviewed in this paper measure the light scattered from particles with relevance
to atmospheric radiative transfer, such as aerosols, cloud water drops and cirrus
cloud particles. These particles usually have maximum dimensions smaller than 1
to 100 pm and thus are usually randomly oriented when suspended in air. Perrin
(1942) used symmetry relationships to show that there is no azimuthal dependence
to the light scattering from a small volume of randomly oriented particles when the
incident light is not polarized. There are situations in which these symmetry rela-
tions do not hold, such as for larger ice particles which have preferred orientations
when falling (Klett 1995).

Detectors have a finite field of view defined in Fig. 1.1 as the area inside the
box with width A8 and A¢. Here, the detector’s field of view is rectangular, but
detection apertures can be circular, slits or other shapes. Unless the scattering is
from a single particle, light is scattered from a volume containing several particles
which is defined by the either the field of view of the detector (which is often defined
by collection optics on the detector) and/or the volume of particles illuminated
by the incident light (i.e., a stream of particles that intersect the laser beam). In
general, for linearly polarized incident light, the measured scattered intensity, I(6;),
is

2 02 oo
100 =5z | [ 000.0)+ Bo.0) ko0 smodwas ()

where A is the wavelength of the incident light, k(6, ¢), defines the detector response
to light scattered into the angle 6 and ¢, and is a function of the sensing geometry,
the scattering volume and the detector response properties. I1(6, ¢) and I5(0, ¢)
are the light intensities scattered parallel and perpendicular to the reference plane
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and are dependent on the polarization direction of the incident light, the refractive
index (m) of the scattering particles and the number, shape and size of particles
in the scattering volume. For randomly oriented or symmetric particles with non-
polarized incident light, the azimuthal dependence can be ignored (Van de Hulst
1957; Perrin 1942). For detectors with a narrow angular field of view, detector
surface response characteristics introduce very small errors (Jones et al. 1994).
Determining the response characteristics of a polar nephelometer depends on
the geometry of each design and usually requires three-dimensional numerical in-
tegration across the various scattering and sensing angles. An example is shown
in Fig. 1.2(a) which is a top view of the UCLA polar nephelometer showing the
sensing geometry of two detector positions. Variables are described in Table 1.1.

Table 1.1. Parameters/descriptions for selected figures.

Figure  Variable Definition

2(a) Dr,—Dr Extent of particle volume which is defined by the sample guide

tubes.
a Position of a particle on the line defined by the laser beam.
Ry Distance from the center of the scattering plane to the detector.
T4 Detector radius
0; Angular position of the detector at channel 3.
0 Scattering angle of the photon that origines from the particle at

position a; and that lands on the detector at a position agq.

Figure  Variable  Description

4(a) ¢ Experiment: Irregular ice particles, T = —41°C, mean maximum
dimension = 7.5 pm.
Theory: Randomly oriented bullet rosettes and plate crystals cal-
culated using the unified theory of light scattering by ice crystals
(Liou et al. 1999)

d Experiment: water droplets, mean diameter = 7.5 ym.

Theory: Mie-Lorentz, mean diameter = 7.5 um, standard deviation
= 0.2 um, refractive index = 1.33 —i0.0.

4(b) A Experiment: Growth 7' 2 —6°C. Mean maximum dimension = 36+
0.5 pm.
Theory: based on the observed hollow column and short column
habits with rough surfaces on 80% of the particles, calculated using
geometric ray-tracing (Takano and Liou 1989).

4(c) ¢ Experiment: Growth 7" < —10°C. Mean maximum dimension =
17 £ 0.5 pm.
Theory: based on the observed short column and plate habits with
rough surfaces on 80% of the particles, calculated using geometric
ray-tracing (Takano and Liou 1989).

7 L) Experiment: Ammonium sulfate (NH4)2SO4-H20 droplets. Incident
light polarized parallel (#) and perpendicular (e) to the scattering
plane.

Theory: Mie-Lorentz, mean diameter = 60 nm. GA determined m =
1.414 —i0.0.
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More information on this instrument is given in section 1.4 and Fig. 1.6. In this
instrument the particles are confined to the center of the scattering volume via a
sample guide tube with a rectangular cross-section in a swath about 19 mm long
and 4 mm wide, parallel and coincident with the laser beam. To simplify this anal-

detector w
radius rg

\

particle at
position a;

A

 laser beam
(a)
10

8 .
2
)
g 0
£
2 4
©
°

2 —e— variable aperture radius

—o— constant aperture radius
0 T \
0 60 120 180

(b) detector angle (degrees)

Fig. 1.2. (a) Top view of the UCLA polar nephelometer showing two detector positions
to detail dimensions relevant to calculating the scattering response. Particles intersect the
incident laser beam in the rectangle at the center of the scattering array. Definitions of
the variables are in the text and in Table 1.1. (b) The UCLA polar nephelometer relative
response to particles that scatter isotropically with detector apertures that are equal in
size and with apertures sizes adjusted to remove the non-uniform response.
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ysis, particles are assumed to lie on the laser beam line which is reasonable as
the laser beam width is about 1 mm and the azimuthal scattering dependence is
ignored as the maximum azimuthal sensor extent is only 3° above and below the
scattering plane. Fach detector has a finite area, defined by its radius r4. The scat-
tering angle, ¢, for a particle located between —Dj, and Dy, that scatters a photon
that falls at a location between —r; and +ry on the detector is not usually the
same as the angular position of the detector #; as shown in Fig. 1.2. The relative
intensity, I-(0;), of light scattered into each channel ¢ is determined via;

aj=Dy ag=rq

1.(0;) = C; / / I,(0" (a1, aq)) <R’(

(L[Z—DL aq=—"Tq

Ry

2
D(¢ dagd 2
) D as0n) dasdar (2

where the integral is for all the particle positions along the laser beam from a; =
4Dy, to —Dyp, and from all the scattered photon landing positions on the detector
between ay = —74 to +r4. Due to inherent differences in detector gain, a calibration
constant C; is applied and discussed in more detail in section 1.4.3.1 and eq. (7).
The intensity of the light scattered into the angle 8’ for the types and distribution
of particles is denoted by I,(0'(a;, aq)) where the subscript ‘p’ indicates that the
incident light is polarized parallel or perpendicular to the measurement plane. From
simple geometry 6’ is a function of the position of the particle (a;) and where its
photon lands on the detector (aq) via;

3)

50, + R,
0 (a1, ag) = tan—! [azcos”}

a;sinf; — ay

where Ry is the detector’s distance from the center of the scattering plane. Because
the distance between the particle location a; and where its photon lands on the
detector at aq is not the same as Ry, the scattered intensity is adjusted by the
second term in the integral of eq. (2) where;

[

(4)

D(¢', aq, a;), which is not explicitly defined here, accounts for the circular shape
of the detector aperture as the amount of light getting to the detector is dependent
on the height of the hole where the photon enters the aperture.

In this design, the scattering volume is rectangular in order to maximize the
number of particles scattering light into the angles near 90° as the intensities at
this angle are usually much lower than those in the forward directions. However,
because of this, much more light is detected in the forward and reverse directions
as shown in Fig. 1.2(b) as the plot marked ‘constant aperture radius’ in which the
relative response for a particle which scatters isotropically is calculated as discussed
above with a constant aperture diameter of 4.75 mm. The larger forward response
limits the instrument in that the dynamic range of the instrument is reduced, i.e.,
the intensities at the forward and reverse angles cause the detectors to saturate
at relatively low particle concentrations, and also post-processing of the measured
signal is required in order to compare measured response to theoretical results. To
reduce this problem, the aperture diameters in the newest UCLA nephelometer

R'(aq,a,0;) = [(al sin@; — aq)? + (a; cosb; + Rd)z]
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have diameters which range from about 3 mm in the forward and reverse directions
and increase to about 4.7 mm at the side scattering angles. Thus, the response to
an isotropic source is more constant as shown by the plot labeled ‘variable aperture
radius’ in Fig. 1.2(b).

1.2.2 Beam considerations

The intensity of the light across a laser beam is not constant, and for Gaussian
TEM (single mode lasers) the radial intensity profile of the laser beam is described
by I(r) = I.o exp(—2r?/w*), where I(r) is the intensity of the laser light at the
beam radius r, Iy is the laser beam intensity at the center of the laser beam,
and w is the laser beam waist, or the laser beam radius at which the laser beam
intensity falls to a value 1/e? of the axial value. Colak et al. (1979) has shown
that for a sphere if the beam waist is 5 times greater than the particle maximum
dimension, then differences between the light scattered by the Gaussian beam and
that by a plane wave differ by less than 5%. Small deviations in the collimation of
the light source do not affect the scattered intensities greatly unless the beam size
is comparable to the size of the particle (Barkey et al. 1999).

The overall sensitivity of the instrument is proportional to the intensity of the
incident beam. However, it is possible to ‘burn’ the particles, which can cause er-
roneous measurements. The maximum amount of power is a function of the type
of particle studied, i.e., particles which absorb very little can tolerate much more
incident light, the wavelength of the light, the beam profile and size and the amount
of time the particle spends in the beam (Lushnikov and Negin 1993). A convenient
upper limit is 210 W/cm? as this intensity will cause 150 ym diameter carbon par-
ticles, which are the most absorptive particles likely to be encountered, to ignite in
7 milliseconds in a 1 um wavelength laser beam (Bukatyi et al. 1983).

1.2.3 Stray light

Detectors in polar nephelometers monitor the light scattered into a small fraction of
the full 47 solid angle about the sample. Particles however scatter light into the full
47 solid angle and this light needs to be handled. The intensity of light scattered
into the near forward angles is orders of magnitude higher than that scattered into
the side and reverse directions. If only a small percentage of this light undergoes
multiple internal reflections within the working volume of the instrument it can
‘leak’ to the detectors and effect the measurement. Common methods to reduce
stray light includes blackening the interior surfaces of the instrument and designing
optics or apertures (discussed above in section 1.2.1), to restrict the detectors’ field
of view. A beam dump to collect the light exiting the scattering volume is necessary
to prevent the incident light from scattering back into the measurement volume.
We have found that a properly designed ‘Rayleigh’ horn beam dump is much more
effective than the stacked razor-blade style.

In the multi-detector design of the UCLA polar nephelometer, all surfaces in
direct view of the sample volume and the detectors are polished and angled such
that scattered light is directed away from the detection plane. The large area pho-
todiode detectors in this instrument are also effective reflective surfaces, hence the
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detectors are positioned such that each detector is not in the field of view of an-
other detector. For example, for the detector at 10°, a detector is not also placed
directly across the scattering plane at the position of 100°.

1.3 Polar nephelometer designs and some measurements

There are many different designs of instruments that measure the angular scattering
properties of particles. The discussion here is limited to those instruments that
have small angular resolutions, i.e. their detector(s) span only about 1° to 2° of the
scattering angles. Instruments that have wider angular detection limits, i.e., greater
than 45°, and which approximate the measurement of integrating nephelometers
are not considered (Szymanski et al. 2002). There are also instruments that measure
the scattering properties in the microwave region (Chylek et al. 1988; Zerull et al.
1977; Zerull et al. 1980) but these are not considered as this review is limited
to measurements in the visible and infrared wavelengths. Although the optical
equivalence theorem allows us to apply results from this measurement to smaller
wavelengths, microwave experiments face the problem of constructing equivalently
sized particles that are truly analogous to the aerosol, dust or ice particles of interest
in the visible and infrared regions.

A few instruments isolate a single particle in an electromagnetic field (Bacon
and Swanson 2000; Bacon et al. 1998; Pluchino 1987) but most polar nephelometer
designs measure the light scattered from a narrow stream of particles intersecting a
collimated light beam. As such, they are not strictly single scattering measurements
as they measure the light scattered from many particles in a small volume. However,
if the average distance between each particle is large compared to the average
particle size, and the wavelength and the scattering volume is small compared to
the detector-to-sample distance, then single scattering can be assumed (Mishchenko
et al. 2004). A few instruments (Castagner and Bigio, 2006, 2007; Schnaiter and
Wurm, 2002) isolate the sample in a glass tube; however, interaction of the scattered
light with the container material can potentially introduce errors.

Polar nephelometers can be categorized broadly according to their sensing ge-
ometry, illustrated in Fig. 1.3. Designs include goniometer instruments (Fig. 1.3(a)),
multi-detector devices (Fig. 1.3(b)) and elliptical mirror (Fig. 1.3(c)) devices. This
last category describes instruments that use elliptical mirrors to redirect the scat-
tered light to intensity detectors in a manner such that the scattering angle infor-
mation is preserved.

1.3.1 Goniometer-type polar nephelometers

Shown in Table 1.2 is a compilation of several polar nephelometers that rotate a
detector (or detectors) to the desired angular position. These instruments have the
advantage of high angular resolution as the detector can be stepped at any desired
angular increment. This process does have the drawback of requiring more time to
measure all of the desired angles. Thus the sample stream needs to be maintained
at a constant concentration for a relatively long period of time. Methods are avail-
able to correct for variations in the particle concentration (i.e., Sassen and Liou
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(a) Goniometer design
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Fig. 1.3. (a) Goniometer type nephelometer geometry. A few detectors (1-3 usually) are
mounted on a gimbal device that allows the detector to move to the selected scattering
angle. (b) Multi-detector geometry in which several detectors are fixed at discrete angular
positions. (c) In the elliptical mirror configuration, an elliptical mirror is used to focus
the scattered light onto a linear detection array (or a 3D array in which 2D information
is derived). The pinhole prevents light scattered from undesirable angles from getting to
the sensor.

1979a) by using a separate fixed-angle detector to monitor sample concentration
consistency.

Because there is only one detector, several goniometer instruments have the ca-
pability to measure the Mueller matrix. The Mueller matrix describes completely
how the polarization properties of the scattered light are affected by the particles
and has implications in remote sensing (Ou et al. 2005) and in the inversion of par-
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Table 1.2. Compilation of polar nephelometers based on the goniometer design.

Light Measured polarization Angular Particles Reference
source quantity extent
496 nm Mueller matrix via 10°-170° Fogs, light rain Gorchakov 1966
552 nm rotating compensator
630 nm
Various Unpolarized intensity —~ 5°-175° Talc powder Holland and
visible Draper 1967
486 nm Mueller matrix via dif- 18°-166° Crystalline silica ~ Holland and
546 nm ference method (sand) Gagne 1970
475 nm I el ~5°-175° Ice crystals Huffman 1970
515 nm ;:rpendicular
745 nm
632.8 nm  Mueller matrix via ~30°-160° NaCl crystals, Perry et al. 1978
325 nm electro-optical polar- Ammonium sul-
ization modulator fate spheres
632.8 nm Intensity, DLP* 10°-165° Water, ice crys- Sassen and Liou
tals, mixed phase 1979a; 1979b
408 nm Mueller matrix ele- ~5°-180° Water, ice clouds Dugin et al.
450 nm ments via difference 1971; Dugin and
570 nm method Mirumyants
546 nm 1976; Dugin et al.
578 nm 1977
514.5 nm  Mueller matrix via dif- 2°-178° N3, ambient Hansen and
ference method aerosols Evans 1980
514.5 nm  Intensity, DLP* 7°-170° Ambient aerosols Tanaka et al. 1983
532 nm Mueller matrix via ~11°-170° Marine boundary Quinby-Hunt et
electro-optical polar- area like aerosols  al. 1997
ization modulator
632.8 nm  Selected Mueller 4°-170° N2 gas, ambient ~ Zhao 1999
matrix elements aerosols
632.8 nm  Mueller matrix via 3°-174° Various mineral Volten et al. 2001
441.6 nm  electro-optical polar- dusts
ization modulator
680 nm Intensity, DLP* ~ 30°-155° PSL with various Schnaiter and
agglomerations Wurm 2002
441.6 nm, Mueller matrix via 3°-174° Water, quartz Kuik et al. 1991
632.8 nm electro-optical polar- dust Hovenier et al.
ization modulator 2003
532 nm perpendicular 2°-178° Ambient aerosols Lienert et al. 2003

* Degree of linear polarization.
** Incident or measured light polarized parallel or perpendicular to the scattering plane.
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ticle properties (Zhao 1999; Kuik et al. 1991; Quinby-Hunt et al. 1997). Gorchakov
(1966) rotated a mica compensator placed at the exit of the incident light and used
tuned amplifiers at the photomultiplier detector to select various harmonics from
the scattered light to determine the Mueller matrix elements. The matrix elements
can also be measured via the phase-sensitive detection of various components of the
scattered light in which the polarization of the incident light is time modulated as
described by Hunt and Huffman (1973). These polarization-sensitive instruments
have been used for measurements of various mineral aerosols that can be aerosolized
by mechanical means (Hovenier et al. 2003) or nebulized in an aqueous solution and
then dried (Perry et al. 1978). Mueller matrix elements have been measured for ice
crystals (Dugin et al. 1971; Dugin and Mirumyants 1976; Dugin et al. 1977), but
using the less accurate and more time-consuming difference method (Liou 1975), in
which various polarization elements are placed in front of the source and detectors.
Measurement errors inherent in this approach are significant as derivation of the
Mueller matrix elements requires the determination of small differences between
large values. The goniometer instrument developed by (Zhao 1999) was specifically
designed to derive only a few of the Mueller matrix elements in order to deter-
mine the refractive index of aerosols via inversion of the Mie-Lorenz solution for
scattering from a homogeneous sphere.

1.3.2 Multi-detector polar nephelometers

Table 1.3 lists instruments in which several detectors are placed at discrete and
fixed angular locations as shown in Fig. 1.3(b). The design by West et al. (1997)
uses 6 linear detector arrays that measure the intensity of light scattered into 6
angular swathes defined by focusing optics. Pluchino (1987) isolates a single parti-
cle in an electric field and uses fiber-optic light guides to direct scattered light to
photodiode detectors. These instruments have simpler designs and the advantage
that they can make fast (real-time) measurements. This is particularly desirable
for measuring the time evolution of scattering properties, which can provide in-
sights into particle growth or decay properties. The multi-detector designs are also
relatively easy to ruggedize and thus suitable for measurements in the field and in
more demanding laboratory environmental conditions. Because the response char-
acteristics between each detector are different, calibration is required. Due to the
complexity and expense of providing analyzing optics at each channel none of these
instruments measure the polarization state of the scattered light. In a nephelometer
design by Dick et al. (2007), along with scattering measurements between 6 = 40°
to 140° there are eight detectors at various azimuthal angles at § = 55°. These
azimuthal detectors ensure that only scattering from spherical particles is recorded
as the scattering from spherical particles with unpolarized incident light is not
azimuthally dependent.

1.3.3 Elliptical mirror polar nephelometers

Table 1.4 lists several instruments that are based on the measurement of scattered
light that is redirected by an ellipsoidal mirror to a detector as shown in Fig. 1.3(c).
Elliptic mirrors have two focal points, thus light scattered at one focal point will be
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Table 1.3. Compilation of multi-channel polar nephelometers.

Light Measured polar- Angular Particles Reference
source ization quantity extent
855 nm Intensity 23.1°-128.3° Gases, PSL Leong et al. 1995
spheres, Ambient
aerosols
1064 nm Intensity 5°-175° Evaporating wa- Pluchino 1987
ter drops and ice
crystals
804 nm Intensity 3°-169° Ice crystals Gayet et al. 1998
488 nm Intensity 40°-140° Aerosols Dick et al. 1998;
2007
670 nm perpendicular 5°-175° Ice crystals Barkey and Liou
2001;
Barkey et al. 2002
670 nm I svanel 5°-175° PSL spheres, am-  Barkey et al. 2007

* %k
perpendicular

840 nm Intensity 23°-129° Freon-12, PSL Jones et al. 1994
spheres for re-
fractive index

monium sulfate

inversion
470 nm Intensity, DLP* 15°-170° Mineral dusts West et al. 1997
652 nm
937 nm

* Degree of linear polarization.
** Incident or measured light polarized parallel or perpendicular to the scattering plane.

focused onto the other focal point. A linear array detector placed just beyond the
second focal point can thus derive the angular scattering information as a direct
correlation exists between the scattered angle and the position the scattered light
falls on the detector. In the instrument devised by Kaye et al. (1992) and Hirst et
al. (1994) the light scattered between about 30° and 141° and all of the azimuthal
angles are measured simultaneously by focusing them onto a two-dimensional de-
tection array. The degree of linear polarization is determined by selecting the mea-
sured intensities parallel or perpendicular to the polarization plane of the incident
light. Castagner and Bigio (2006; 2007) use a clever arrangement of two parabolic
mirrors and a rotating mirror to scan across the angular scattering directions. To
ensure only light focused by the elliptical mirror falls onto the detector, this design
requires a slit (or pinhole) at the focal point of the elliptical mirror. The size of this
aperture defines the angular resolution of the measurement. The slit also reduces
the amount of scattered light reaching the detector. Depending on the response
characteristics of the detector, measured voltages must be integrated for a signifi-
cant period of time (minutes) in order to obtain a clear signal (Curtis et al. 2007).
None of the elliptical mirror instruments developed to date derive the Mueller scat-
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Table 1.4. Compilation of polar nephelometers that use elliptical mirrors.

Incident Measured polar- Angular Particles Reference

wave- ization quantity extent

length

632.8 nm porpendicular 70°-125° PSL Castagner and Bi-

gio 2006; 2007

685 nm Intensity 10°-160° Ambient aerosols  Kaller 2004

632.8 nm  Intensity, DLP* 30°-141° PSL, various non-  Kaye et al. 1992;
all azimuthal spherical dusts Hirst et al. 1994
angles

550 nm Intensity, DLP* 19°-175° PSL, ammonium  Curtis et al. 2007

sulfate,
luartz dusts

* Degree of linear polarization.
** Incident or measured light polarized parallel or perpendicular to the scattering plane.

tering matrix elements. However, it is conceivable that a single analyzing optic can
be placed at the secondary focal point to achieve this task.

1.3.4 Calibration

Calibration is necessary to ensure the validity of the measurements of all polar
nephelometer designs. In multi-detector polar nephelometer designs there are dif-
ferences in the response characteristics of each detector resulting from variations
inherent in the manufacturing processes. At least four methods have been developed
to calibrate scattering responses. Barkey and Liou (2001) and Barkey et al. (2002)
used an isotropic light point-source placed at the scattering center to ensure equi-
table response at all channels. More commonly, spherical scattering particles with
known refractive indices and size distributions are used. Non-absorbing polystyrene
latex (PSL) microspheres which are available in several mono-disburse sizes have
a well characterized refractive index as a function of wavelength. Exact scattering
expectations can be developed from the Mie—Lorenz solution as these particles are
known to be spherical and homogeneous. A few nephelometers are calibrated us-
ing molecular scattering from a gas (Jones et al. 1994; Zhao 1999). Ammonium
sulfate and water mixtures can also be aerosolized to form spherical particles and
have a well-defined refractive index, which varies somewhat with relative humidity
(Tang and Munkelwitz 1991; 1994) and are also used for calibration and verification
(Barkey et al. 2007; Curtis et al. 2007).

There is no accepted calibration standard for absorbing particles. Aerosolized
and dried nigrosin (or more commonly ‘India’ ink) is used as a calibration standard
by many instruments that measure aerosol absorption (Abo Riziq et al. 2007); how-
ever, there is significant variation between the reported refractive indices (Spindler
et al. 2007). The uncertainty in these values probably arises from the fact that
nigrosin is not manufactured for use as a standard, thus there are slight changes in
the formulation from batch to batch. Also there are differences in how the nigrosin
is aerosolized and dried.
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PSL particles have been infused with various colored dyes, but these are not
designed as absorption standards and there are differences in the refractive indices
measured by various researchers. Inverting the measured angular scattering prop-
erties of black dyed PSL spheres suspended in water, Chae and Lee (1993) found
a complex refractive index of 1.569 — i0.0. Lack et al. (2009) found a refractive
index value of 1.60(£0.03) — i0.045(£0.004) for aerosolized black dyed spheres us-
ing a cavity ring down transmissometer. We have found experimentally (from an
unpublished experiment) that the refractive index of 1003nm in diameter black
dyed PSL spheres has a refractive index of 1.73 —i0.11. The source of the particles
used by Chae and Lee (1993) was different than that used by Lack et al. (2009) and
by our group. The non-absorbing behavior of the Chae and Lee (1993) particles
was attributed to the insensitivity of their scattering apparatus to their particles
and the small amount of dye relative to the volume of PSL. We have found that
treating the particles as a concentric sphere produced a core refractive index of
1.61 — i0.0054 and a shell refractive index = 1.64 — i0.03. It is believed that the
PSL spheres are not homogeneously infused with the dye, which is supported by
the similarity between our shell refractive index and that of Lack et al. (2009).
Also, Lack et al. (2009) found that the coated-sphere model better explained their
results before they requested a special batch of PSL particles that were ‘cooked’
longer in order to more completely infuse the dye (via personal communication
with D. Lack).

1.3.5 Applications

Polar nephelometer measurements are used for a variety of goals. These include
experimental verification of existing theoretical methods of calculating single scat-
tering characteristics using particles with well-known properties. They have also
been applied to quantify and identify differences between the measured and ex-
pected scattering when either the particle morphology or scattering theory is less
established. The validity of the Mie—Lorenz scattering solution has been demon-
strated repeatedly for spherical and homogeneous particles and provides a method
for calibration, as discussed above. In contrast, several studies of non-spherical par-
ticles, including mineral dusts, readily confirm that there are differences between
the Mie—Lorenz assumption and scattering from non-spherical particles (Curtis et
al. 2007; Kuik et al. 1991; Perry et al. 1978; Volten et al. 2001). In this section, we
review some of the ice particle and aerosol scattering measurements made by our

group.

1.3.5.1 Ice particle measurements

Ice crystals have highly irregular shapes, but the refractive index as a function of
wavelength is well known (Warren and Brandt 2008). Predicting the angular scat-
tering properties of hexagonally shaped ice crystals requires computer-intensive al-
gorithms such as ray-tracing (Takano and Liou 1989), finite-difference time-domain
(Yang and Liou 1996) or T-matrix methods (Baran et al. 2001). The light scat-
tered from ice particles is very different from that scattered from water droplets.
For instance, shown in Fig. 1.4(a) (the plot labeled ‘ice measurement’) is the 670 nm
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unpolarized light scattered from irregular ice particles as measured by a 33-channel
polar nephelometer (Barkey and Liou 2001). This polar nephelometer used fiber-
optic light guides to couple light from the two-dimensional scattering plane to
silicon photodiode detectors. Due to the small diameter of the light guides (2 mm)
it was possible to concentrate a few detectors near 22° to study the expected halo
features from ice crystals. The ice particles are made from water drops generated in
an ultrasonic humidifier that are injected into a dry-ice-cooled cold box with a tem-
perature of about —30°C and has a volume of about 0.5 m®. The resulting particles
have an average maximum dimension of about 7.5 pm and non-spherical shapes,
but they do not have the clearly defined hexagonal features normally expected for
ice particles, as shown in the photomicrograph of the particles replicated on a slide
using the vapor method (Takahashi and Fukuta 1988). It is believed that these
smaller, ill-defined particle habits arise because all of the water drops produced by
an ultrasonic humidifier are homogeneously nucleated immediately by the stainless
steel walls of the cloud chamber, which are in direct contact with the dry ice. The
rainbow peak, an intensity feature seen in the reverse direction at about 140° is seen
for spherical water drop particles as shown in Fig. 1.4(a), the plot labeled ‘water
measurement’. The water drops are produced from the same ultrasonic humidifier
as the ice particle experiment and also have an average diameter of about 7.5 pm.
Not only is the rainbow peak absent from the ice particle measurement, but the
ice particle scattering is more isotropic. Although the theoretical expectation for
the water drop matches the measurement within the 10% measurement error, the
level of agreement for the ice particle comparison is much lower. This is most likely
due the difficulty in describing the irregular ice particle shape using randomly ori-
ented bullet rosettes with rough surfaces calculated with the unified theory of light
scattering by ice crystals (Liou et al. 1999).

The Desert Research Institute (University of Nevada, Reno) ice particle growth
column can produce larger ice crystals with more selectable habits. Cooled water
droplets from ultrasonic humidifiers are injected at the top of the column and are
homogeneously nucleated by a liquid-nitrogen-cooled wire near the middle of the
4 m tall column. These nucleated particles grow with water vapor supplied by the
remaining water drops as the saturation vapor pressure of water over ice is lower
than that of water vapor over liquid water. The habit of the particles is largely con-
trolled by the temperature in which they grow (Nakaya 1954). Fig. 1.4(b) shows
the measured angular scattering intensities for predominately columnar ice parti-
cles, while Fig. 1.4(c) shows the same for particles that are mostly plates (Barkey
et al. 2002). The columns are produced when the growth temperature is kept at
about —6°C and plates are produced when the temperature is less than —10°C.
The theoretical expectations shown in Fig. 1.4(b) and 1.4(c) are calculated with the
ray-tracing method (Takano and Liou 1989) using particle habit statistics based
on coincidently acquired images of the particles taken by a video microscope. The
same 33-channel polar nephelometer used for the measurements of Fig. 1.4(a) was
used for Figs. 1.4(b) and 1.4(c), but the 0.95 milliwatt unpolarized laser was re-
placed with a 35 milliwatt 670 nm unit with the polarization plane oriented parallel
to the measurement plane. Both the theoretical and experimental results show the
22° intensity peak, which occurs from the refraction of light through the hexagonal
faces that have a 60° angle between them, and the 46° peak which arises from re-
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Fig. 1.4. (a) Measured and theoretical angular scattering properties of irregular ice crys-
tals (#) and water drops (4#) both with an average maximum dimension of about 7.5 pm.
The incident 670 nm light is unpolarized and the theoretical expectations are fitted to the
measurements using the method of least squares (Barkey and Liou 2001). (b) Measured
and theoretical angular intensities with incident light polarized parallel to the measure-
ment plane for ice particles that are predominately columnar in shape as seen in the image
(Barkey et al. 2002). (c) is the same as (b) except for ice particles that are more plate
like. Experimental and theoretical parameters are listed in Table 1.1.
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fraction from end faces of the crystals that have a 90° angle between them. These
refractions cause the halo or parhelia (or, more commonly, ‘sun dogs’) sometimes
seen around the sun. Because the 60° faces occur more often than the 90° faces,
the 22° intensity features in both Fig. 1.4(b) and 1.4(c) are more prominent than
the 46° peak. The 46° peak for the column case (Fig. 1.4(c)) is less intense than
that for the plate case because the occurrence of the 90° angle prisms are more
prevalent for plates. Additionally, many of the columns have hollow ends as seen
in the video image. Without these prisms, the intensity peaks are non-existent as
seen for the irregular particle case seen in Fig. 1.4(a). The theoretical expectations,
which are based on the observed particle habits, show similar relationships between
the relative intensities of the halo features, thus providing direct verification of the
complex ray-tracing algorithms on which they are based. Other polar nephelometer
studies have also seen these halo intensity features in the laboratory (Sassen and
Liou 1979a) and in the field (Gayet et al. 1998).

1.3.5.2 Aerosol scattering and inversion of PN data

Angular scattering information can be used to determine the optical and physi-
cal properties of particles. It has been shown theoretically that the determination
of the real refractive index and size distribution parameters is possible from an-
gular scattering measurements (Hodgson 2000; Shaw 1979) provided the particles
are spherical and homogeneous. Spherical homogeneity allows the use of the Mie—
Lorenz scattering solution. Researchers have successfully used several approaches to
invert scattering data. These include direct inversion (Zhao 1999; Jones et al. 1994),
manual trial and error (Kuik et al. 1991; Quinby-Hunt et al. 1997), table lookup
(Verhaege et al. 2008) and optimization methods (Barkey et al. 2007; Lienert et al.
2003). The intensity of light as a function of the scattering angle is very sensitive
to the size and composition of a single particle thus providing a means to study
the particle’s composition, optical properties and growth and evaporation rates
(Pluchino 1987; Swanson et al. 1999).

An important application of PN measurements is the determination of the real
refractive index of secondary organic aerosols (SOA). SOAs are ubiquitous in nature
(Hallquist et al. 2009). While estimates of optical properties are available from
organic materials with similarities to some of the components that make up complex
SOA (Kanakidou et al. 2005) measurement of real SOA are few and until recently
very rough. Shown in Fig. 1.5 are UCLA PN angular scattering measurements
from SOA particles generated from ozonolysis of a-pinene in an outdoor solar
reaction chamber. The particles grew from about 200nm at 12:58 pm to about
450 nm in diameter at 14:55 pm. The experiment is discussed in detail in Kim
et al. (2010). The retrieved real refractive index and fitness values for each plot
are derived as described in section 1.4.2 below. The UCLA PN monitors scattering
with incident light polarized both perpendicular (lower plot of each pair in Fig. 1.5)
and parallel (upper plots) to the scattering plane. The earlier measurements are at
the lower limit of the UCLA PN response. As the particle sizes and concentrations
increase, the signal-to-noise ratio in the measurement increases and the angular
scattering measurements become smoother. The ‘shape’ of the angular intensities
change as the particles grow. For example the minimum intensity for the measured
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Fig. 1.5. UCLA PN scattering measurements of a-pinene-based SOA in which the parti-
cles grow from a diameter of about 200 nm at 12:58 pm to 450 nm at 14:55 pm. The two
lines per time are with incident light polarized parallel (upper line) and perpendicular
(lower line) to the measurement plane (Kim et al. 2010).

intensity with parallel incident light moves from about 90° to near 120° as the
particle diameter increases. As the signal-to-noise ratio increases, the fitness value
increases to near 0.96, indicating more confidence in the retrieved refractive index.
A fitness value of ‘1’ is optimal as described in section 1.4.2. This PN measurement
is invaluable in not only providing values of the refractive indices for these volatile
particles, but because of the fast response time of the measurement provides clues
to the growth process of SOA.

1.4 UCLA polar nephelometer

This section describes the polar nephelometer (Fig. 1.6) developed at UCLA for the
purpose of measuring the scattering properties of ice particles and aerosols. The first
version was used had 33 fiber-optic light guides arranged to collect light scattered
from 5° to 175° and was used to measure light scattering properties of ice particles
as discussed above in section 1.3.5.1. Later, the instrument was modified to allow
for the measurement of aerosol scattering. Enhancements included a sheath flow
to better control the placement of the aerosols, installation of a higher power laser
(670 nm, 350 milliwatts) and the incorporation of a half-wave plate and mechanical
actuator to allow the incident light to be polarized parallel or perpendicular to
the scattering plane. This prototype also replaced the fiber-optic light guides with
detector aperture holes that more precisely controlled the angular resolution and
greatly reduced the amount of stray light resulting from incomplete absorption of
multiply reflected light in the scattering volume.
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Fig. 1.6. Three-dimensional view of the UCLA polar nephelometer sensing geometry. The
21 photodetectors view the volume where the laser beam intersects the aerosol stream
through 40 mm long holes that define the optical field of view. The aerosol stream is
confined to the center of the detection array in a sheath flow. A half-wave plate rotates
the polarization plane of the incident light to be either parallel or perpendicular to the
detection plane.

1.4.1 Instrument description

The current UCLA polar nephelometer is an upgraded version of the unit described
in (Barkey et al. 2007). Geometrically, the new polar nephelometer is similar to that
unit but with significant improvements to the geometry, sample volume sealing and
to the electromagnetic shielding to improve the sensitivity of the instrument. The
original prototype was fabricated from plywood, while the new unit is machined
to precise specifications from aluminum. The instrument consists of 21 large-area
silicon photodiode detectors arranged in a two-dimensional plane (Figs. 1.6 and
Fig. 1.2(b)) to measure the light scattered from a stream of particles that intersect
a collimated laser beam directed across the plane. The stream of particles which is
directed downwards perpendicular to the scattering plane is confined to the center
of the array by a sheath flow of filtered air. The aerosol stream has a rectangular
cross-section about 3 by 12mm, oriented so that its long axis is parallel to the
laser beam direction. The laser is easily changed. Data shown here was collected
with a 350 milliwatt diode laser that directs a 670 nm wavelength beam of light
with a profile height of about 3mm and a width of 1mm across the scattering
volume. An electromechanically operated half-wave plate periodically changes the
polarization plane of the incident light to be either parallel or perpendicular to
the scattering measurement plane. The detectors are placed behind 40 mm long
holes that act as apertures to define the field of view of each detector. The sensing
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geometry is described above in section 1.2.1. Detector signals are amplified and an
embedded computer and data acquisition system sends the measurements to an
external PC for storage. The detectors are positioned to sense light scattered from
10° to 170° in 8° increments and have improved electromagnetic shielding such
that the detector noise level is at least 10 times lower than the previous version.
Single particle scattering as defined by Mishchenko et al. (2004) can be assumed
because the detector distance to the sample volume (Ry) is about 75 mm, which is
larger than the maximum dimension (12 mm) of the scattering volume. The average
distance between each particle for a high particle concentration of 2.5 x 10% cm? is
about 40 pm, which is much larger than the largest average particle size of about
0.5 pm. Finally R4/ > 1, where A is the wavelength of the laser light.

1.4.2 Method of GA refractive index retrieval

The light scattered from a particle is dependent on the particle size, shape and
refractive index. Real refractive indices (m,.) can be retrieved effectively using the
genetic algorithm (GA) approach (Goldberg 1989). This optimization method has
been shown to be effective despite the complex solution space of this problem and is
effective in the presence of significant noise levels (Hodgson 2000). The GA method
mimics the way in which biological systems find the ‘best’ individual. For instance,
a ‘population’ of solutions consisting of real refractive indices and size distribution
parameters are randomly selected from within a predefined search space. Then the-
oretical scattering expectations are determined for each ‘member’ and adjusted to
match the UCLA PN sensing geometry as discussed in section 1.2.1. To date, we
have primarily used the Mie—Lorenz method of determining the scattering proper-
ties for the spherical homogeneous particle, although any theoretical solution can
be used as the GA method is an optimization scheme, and not a direct inversion.
The particle size distribution for N particles with diameter d is assumed to be
single mode lognormal via;

1/2
in which ;1 = 321 Ny In(di) /N and, o = [ X1 Ni(u — In(d;))*/N]| * are the mean
and standard deviation of the log transformed size distribution data. Experimen-
tally, size distribution data is usually obtained in discrete bins in which N; is the
number of particles in the bin centered about d;. The parameters of each set are
then compared to the measured scattering intensities with a fitness parameter de-
fined via:

N,
1 X

Fpy=1- N Z [log (Ip,thy (0, My, 1, 0)) — log (Ip,meas(0i) )| (6)
¢i=1

for each scattering channel for ¢ = 1 to N, and the subscript ‘p’ indicates the
polarization state of the incident light. I, 1, (0;, My, p, o) is the expected intensity
value at the angular position 6; as calculated via eq. (2) using the GA parameters
m,., 4t and o, and the Mie-Lorentz solution for scattering from a sphere. I, 1eqs(6;)
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is fitted to the theory using the method of least squares. The log factor ensures
that the fitness is not biased toward higher intensities (Lienert et al. 2003). The
total fitness value is F; = (F; + F}.)/2, where r corresponds to the incident light
polarized perpendicular to the scattering plane and [ is for light polarized par-
allel. The population members with the best fitness values are digitally ‘mated’
to produce ‘offspring’ that should fit the solution better. The number of optimal
members in the GA search population is determined operationally. For the case
in which the sample is assured to be homogeneous and spherical and the size dis-
tribution is known, a population level of 40 to 50 is sufficient for the solution of
synthetic results (discussed below) converging to the correct result in 3 genera-
tions. In practice, doubling the population level for experimental results assures
convergence and successful retrieval has been demonstrated using both PSL parti-
cles and particles developed from a solution of ammonium sulfate and water. The
GA results used in this paper are calculated using the C++ GA library developed
by Wall (1996). Fig. 1.7 shows the measured scattering properties of ammonium
sulfate water droplets ((NHy)2504-H20). The droplets were generated from a mix-
ture of 0.25% by weight ammonium sulfate in deionized water with a Colison (BGI
Inc.) spray nebulizer and then partially dried by passage through a dessicant drier.
Also shown are the GA determined angular scattering intensities determined using
a population of 100 that ran for 3 generations. The retrieved m, = 1.414 4+ 0.03,
is in excellent agreement with the expected value of 1.414-1.413 for the measured
relative humidity of about 60% (Tang and Munkelwitz 1991; 1994).
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Fig. 1.7. The measured angular relative intensities from droplets consisting of a mixture
of ammonium sulfate and water with the incident light polarized parallel (o) and per-
pendicular (#) to the measurement scattering plane. The lines indicate the expectation
developed from a GA search of these experimental results in which a real refractive in-
dex of 1.414 + 0.03 was found to fit the measurement. The expected value, based on the
measured humidity, is 1.413 to 1.414 (Barkey et al. 2007).
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1.4.3 Noise/accuracy analysis

Accuracy of the GA retrieved refractive index depends on errors from several
sources including electronic noise, calibration errors, due to saturation in one or
more of the detector channels or from the GA method itself. Measurements made at
the lower limit of the instrument response have a low signal-to-noise ratio which for
this instrument occurs when the signal voltage level is less than about 0.0001 Vdc.
Also the zero light signal levels for each detector are not the same, which intro-
duces an error that becomes more prominent at lower concentrations. At these low
levels the measured intensities can be very different than the expectation despite
extensive signal averaging. It has been shown that the GA retrieval of the real
refractive index is insensitive to these low-intensity differences up to a maximum
of 15% between the expected value and that measured (Barkey et al. 2007). Errors
due to the GA retrieval method are also possible. The search space of a particular
problem can be insufficiently searched, defined improperly, i.e., too wide or narrow,
or the problem may be ill-constrained. Because the GA method is not an inversion
scheme, it is possible for the problem to be ill-posed and for the GA program to
still return an ‘optimal’ solution. The viability of the solution is checked by ex-
amining the convergence behavior of the GA retrieved values by performing the
search several times and examining the %CV (100 * standard deviation/average)
of the retrieved values of any parameter of interest. If the solution is tenable, the
GA search algorithm will converge to a single solution. For searches of theoretically
derived data developed from the Mie-Lorentz scattering solution, the %CV of the
m,. of 6 GA searches are less than 1%. These same theoretical GA results with noise
synthetically applied can have %CV values from 2-5%. GA searches of scattering
measurements of particles that are known to be spherical and homogeneous at the
lower limit of the polar nephelometer sensitivity also have %CV values from 2-5%.
Operationally it has been determined that %CV values greater than this means
either the noise level is too high or the problem is ill-constrained.

Key to the accuracy analysis of the PN GA analysis scheme is the fact that the
GA retrieval scheme is highly insensitive to instrument noise (Hodgson 2000). The
retrieved result is based on the best fit of all of the data and is thus not unduly
affected by erroneous data values. It has been shown that for this instrument the
GA retrieval of m, with detector noise levels of over 15% are accurate to within
+0.03 (Barkey et al. 2007) as long as the particles are spherical and homogeneous.
Thus, in the following analysis, as long as error levels are less than 15%, the m,
retrieval is accurate to within 0.03.

1.4.3.1 Errors due to calibration

Because the response of each detector is slightly different, deriving channel specific
calibrations is necessary. Polystyrene latex (PSL) microspheres with well character-
ized size distributions and a manufacturer specified m,. of 1.5854 at 670 nm are used
for this purpose. Shown in Fig. 1.8(a) is a plot of the light scattered by 800 nm
in diameter PSL spheres (Duke Scientific Inc., 3800A) as measured by the PN
before calibration and the Mie-Lorenz-determined scattering properties based on
the manufacturer’s specified size distribution parameters and refractive index. The
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Fig. 1.8. (a) The measured uncalibrated angular scattering intensities from an almost
monodisperse distribution of 800nm in diameter PSL particles with the incident light
polarized parallel and perpendicular to the scattering plane along with expectations using
the Mie-Lorenz scattering solution based on the particle distribution and a refractive
index of 1.5854 —i0.0. (b) Multiplicative calibration constants developed separately from
measurements of the 800 nm PSL particles and similar monodisperse PSL particles with
a diameter of 596 nm. The calibration constants are similar showing that the detector
response is not a function of the scattering particle size.

PSL particles were aerosolized in a Colison spray nebulizer (BGI Inc.) and then
directed through sufficient desiccant tubes to dry them completely. Multiplicative
calibration constants are developed from these measurements via:

o Ithy(aiamrnuvg)
CZ B Imeas(oi) (7)
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where p and o are from the manufacturers specifications, Itpy(6;, m,, p, o) are
as defined in eq. (6) (as discussed in section 1.4.2) and Ipeqs(6;), is the intensity
at detector 4, which is linearly proportional to the measured voltage. The theoret-
ical results are fitted to the measurement using the method of least squares. The
values for the far forward (10°) and far reverse angles (170°) cannot be calibrated
at this time due to their highly variable signals levels caused by laser beam drift.
Work is under way to correct this problem. Shown in Fig. 1.8(b) are the calibra-
tion constants, ranging from about 0.5 to 1.8, developed using measurements of
the 800 nm PSL particles (part a of Fig. 1.8), as well as for those developed using
similar measurements of PSL particles with a mean diameter of 596 nm (Duke Sci-
entific Inc., 5060A). These constants, C;, correct the measured voltages to match
voltages expected if each detector had identical response characteristics. These cal-
ibration constants should be similar to one another as the detector response should
not be dependent on the particle size. Any differences in C; are due to instrument
noise or differences in the amount of unwanted signal from stray reflections within
the scattering volume. Calibration constants are derived from scattering measure-
ments that are relatively isotropic, i.e., the parallel incident light results of the 800
nm PSL particles shown in Fig. 1.8(a) rather than the highly variable scattering
pattern for the perpendicular incident light for the same particle. Signal response
at angles with low intensities (i.e., the dips near 60° and 100° in Fig. 1.8(a)) are
more susceptible to noise and multiple internal reflections within the scattering
volume and thus produce calibration constants that are very different from those
derived from more isotropic scattering patterns. The average percent difference be-
tween the calibration constants for 596 nm and 800 nm PSL size particles is about
2.5%, with the maximum difference of 8% at 74°. These results indicate that spuri-
ous reflections within the scattering volume are at an acceptable level. Also, these
error levels are well below 15% thus calibration errors do not contribute to m,.
retrieval uncertainties greater than 0.03 as discussed above. PSL particles smaller
than about 500 nm, are not used for calibration as they have a tendency to clump
into 2 particle dimers which cannot be modeled with the single particle Mie—Lorenz
solution.

1.4.3.2 The number of available channels

Although the laser power in the polar nephelometer can be adjusted over a range of
about a factor of 10 and the instrument detectors have a dynamic range of about 5
decades, light scattered in the instrument can easily saturates the detectors in the
forward and reverse directions. When this occurs, the saturated signal values are
nonlinear and cannot be used in the refractive index retrieval. Therefore here we
discuss a test of the number of channels required to accurately determine the real
refractive index. The goal of this analysis is to determine the validity of the retrieved
refractive index under the specific saturation conditions which are sometimes seen
in our experiments.

Synthetic scattering intensities were developed using the Mie-Lorentz scattering
theory for particles with a refractive index of 1.4 — i0.0, and with a lognormal
distribution average radius of 0.13 um, and a standard deviation of 0.04 ym. These
are similar to the particles seen in some of our aerosol experiments. Random noise
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was applied to the synthetic scattering intensities using the following expression:
I'(0;) = 1(0;) [1 + Nmax (1 — 2n,)] (8)

where 1(6,) is the original non-noisy synthetic signal at scattering angle 6;, I(6;)
is the noisy result, Ny.x is the maximum noise level and n, is a random number
between 0 and 1. Fig. 1.9(a) shows the GA determined m, vs. the number of missing
channels. The channels are eliminated from the test in the manner in which they
would saturate, i.e., the far forward channel at 10° is removed first, and then the far
reverse channel at 170°, then the next forward channel and so on. As the retrieved
value is within 0.015 of the expected m,., it is seen that for synthetic data, the
problem is over constrained and the fitness level during these test remain constant
at about 0.99. A fitness value (F} in eq. (9)) of 1.0 indicates a perfect fit. The high
fitness value of 0.99 is expected for synthetic data that do not have calibration
errors combined with the insensitivity of the GA method to noise as discussed
above.

In Fig. 1.9(b) is a similar analysis of the number of available channels but using
experimental data from aerosols formed from the ozonolysis of (-pinene without
scavenger (Kim et al. 2010). The aerosols are generated in a 24 m? Teflon bag in
which gaseous precursors are injected. When ozone was well mixed and its con-
centration became stable in the chamber, the hydrocarbon (3-pinene) was injected
and the chamber mixed manually to minimize inhomogeneities. The GA retrieval of
the refractive index for two PN measurements made once the particles had grown
to 255 nm in diameter (labeled ‘255nm’ in Fig. 1.9(b)) at a particle concentration
of about 9 x 10° cm™3. Also shown is a similar result for particles formed earlier
in the experiment when the particle mean diameter was about 145nm at a lower
concentration of 2 x 10%cm™2. None of the detectors in any of these UCLA PN
measurements were saturated. Because of the laser beam drift (above) the forward
and reverse channels are not included hence the number of missing channels starts
at 2 in Fig. 1.9(b). As in the synthetic case, the retrieved refractive index is rel-
atively insensitive to the number of omitted channels although the retrieved m,
values varied about 0.042 for the 255 nm particles and 0.075 for the 145 nm parti-
cles. The range of the retrieved m,. for the synthetic results is 0.015. The retrieved
m,. varies more with the number of missing channels for the 145nm case than ei-
ther the 255 nm cases or the synthetic cases which we believe is because there is
more noise in the retrieved signal for the 145 nm case which had an overall smaller
scattering signal. The fitness values for all the experimental cases range from 0.96
to 0.97.

1.4.4 GA retrieval of the imaginary index

In this section GA retrieval of synthetic data is used to determine how well the GA
retrieval scheme can determine the real and imaginary (m;) refractive indices of ab-
sorbing particles using data from the UCLA PN. There are many ways to measure
the absorption (or imaginary component) of bulk materials (Toon et al, 1976) but
aerosols do not come in the pure state of the measured components and are often
mixed inhomogeneously with various, often unknown materials. Therefore there is
a need for measuring the absorption component of materials in their aerosol state.
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Fig. 1.9. (a) The GA determined real refractive index for Mie-Lorenz synthetic results
developed for particles with a refractive index of 1.4 —i0.0. It is seen that the inversion
problem is overdetermined as the GA retrieved m,. are within 0.015 of the expected value
even when the number of missing channels or data points is increased to 10. (b) The same
as (a) but for experimental measurements of a-pinene based secondary organic aerosol at
3 points in its growth cycle where the measured particle mean diameter is indicated.

Cavity ring down technology offers the capability to measure the extinction proper-
ties of ambient level aerosols in reasonable path lengths and are well suited for this
task (Abo Riziq et al. 2007; Lang-Yona 2010). A previous attempt at retrieval of the
imaginary component by (Jones et al. 1994) was unsuccessful, but the instrument
in that study had only one incident polarization. (Zhao 1999) however achieved
success by the including several Stokes parameters in his measurement; however,
the accuracy of the imaginary component was only 50%. A sensitivity analysis of
the retrieval capabilities of the imaginary index using another goniometer type dual
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polarization nephelometer design was shown to be possible for particles with mod-
erate absorption, 1074 < m; < 0.5 (Verhaege et al. 2008). Thus, the possibility of
determining the imaginary component of the refractive index is dependent on the
instrument configuration and which scattering properties are measured. In order
to determine the feasibility of m; determination with the UCLA PN, a sensitivity
test is performed on synthetic data. Finally the refractive index developed from
the GA inversion of aerosolized nigrosin is presented.

1.4.4.1 Theoretical examination of the search space

Synthetic data for aerosol particles with a refractive index of 1.7—i0.3 was generated
for lognormal size distributions with mean and standard deviation values between
20 and 140 nm in 10nm steps. The size distribution parameters are based on the
sizes common to our experiments. The refractive index was chosen to be similar
to that of nigrosin, which is a short-chain polyaniline compound consisting of 8
nitrogen-linked aromatic carbon rings (C4sNgHs1) (Bond et al. 1999). Nigrosin
forms spheres when aerosolized by the Colison nebulizer and dried completely when
passed through a dessicant drier. The measured refractive index varies from 1.65
to 1.7 in the real part and from 0.24 to 0.31 in the imaginary component (Abo
Riziq et al. 2007; Garvey and Pinnick 1983; Lack et al. 2006). The GA search was
performed with a population of 50 and ran for 3 generations. A noise level of 15% is
applied to the synthetic data as described by eq. (8). Shown in Fig. 1.10(a) is a plot
of the retrieved average m; of 6 separate GA searches of these synthetic data at
each distribution size and standard deviation. The results show that the imaginary
component is returned reasonably accurately for most combinations of the mean
and standard deviation (within 7% for standard deviations greater than 50 nm),
however for narrow distributions, the retrieval becomes consistently inaccurate and
can deviate from the expected value by over 200%.

In Fig. 1.10(b) is shown the %CV of the 6 searches, indicating the convergence
properties of the GA retrieval as discussed above in section 1.4.3. As in the m;
retrieval, the uncertainty increases as the distribution width narrows. For standard
deviations values greater than 50 nm, the average %CV is about 15%, however,
the maximum %CV is over 50% at the larger mean sizes in this region. The real
refractive index (not shown) is much better retrieved with an average m, = 1.70 +
0.02 when the standard deviation is greater than 60nm. The %CV for the m,
retrievals is about 2.5%. As in the imaginary case, the GA m,. retrievals are slightly
more uncertain for smaller standard deviations.

These results are somewhat contrary to the results of Verhaege et al. (2008)
who have shown that the retrieval of the real and imaginary component of the
refractive index is possible with moderate absorption (10’4 < m; < 0.5) while our
results show that the retrieved imaginary component is uncertain by at least 10%,
but often by much more. There are several possible reasons for this, our retrieval
method and experimental setup is different and we have not analyzed a large space
of possible mean sizes, refractive indices and distributions widths, only those that
we have seen in our experiments. Also, the resolution of this experimental study
(i.e., the 10-nm step size in the mean and standard deviation) is much larger than
that in the Verhaege study. There may be a localized minimum in the %CV of GA
retrieval that we have missed.
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Fig. 1.10. (a) The GA determined imaginary refractive index for Mie-Lorenz-based
synthetic results for particles with a refractive index similar to that of nigrosin (1.7 —10.3)
for distribution parameters chosen to be similar to those seen in our experiments. Except
for the distributions with standard deviations less than 60 nm, the maximum retrieved
m; is 0.33 and the minimum is 0.23. (b) The %CV of 6 separate searches for the m; in
part (a). As in part (a), the %CV, or uncertainty in the retrieved m; due to the inversion
being ill-posed is much higher for the narrower distributions.
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1.4.4.2 Experimental results

Droplets of nigrosin and water from a Colison spray aerosolizer are sent through
a dessicant drier and then separately sized by a scanning mobility particle sizer
(SMPS, TSI Inc. Model 3080) or sent to the UCLA PN. Various particle distribution
mean sizes and widths were generated by varying the concentration of the nigrosin
in the solution. GA searches for the real and imaginary refractive indices using a
population of 200 for 3 generations was performed for the measured PN angular
scattering data. The size distribution search space was set at 5% of the SMPS
mean size and standard deviation as listed in Table 1.5. As expected, in Table 1.5,
the real refractive indices were determined more accurately than the imaginary
component. In almost all cases the levels of error are much higher than the errors
seen in the theoretical study. This may arise from a handful of sources, the synthetic
results do not have any noise or effects from multiple internal reflections, the actual
refractive index of the nigrosin may be somewhat different from the accepted value
due to batch-to-batch variations in the nigrosin, and the fact that it is difficult to
be certain the particles are completely dry, and the particle size distributions may
be distorted from lognormal. The retrieved refractive index values for the particles
with the largest sizes differ more than the smaller sizes from the expected value,
and their fitness values are lowest in these tests, which is probably because at these
larger sizes, the measured distributions exhibit a dual mode behavior. A study of
how distortions in the distribution, i.e., departure from lognormal, have been done
for non-absorbing particles (Barkey et al. 2010). It was shown that widening the
GA search space on both the measured mean and standard deviation beyond the
SMPS accepted error of £5% for UCLA PN measurements made from aerosols with
distorted distributions (within a quantifiable level) can be done to retrieve the real
refractive index to within 0.014. However, this analysis has yet to be performed for
absorbing particles.

Table 1.5. GA determined nigrosin real and imagined refractive indicies from experi-
mental measurements.

Mean diameter Standard GA m, %difference* GA m; %difference** Fitness

(nm) deviation
71.0 38.5 1.54 8% 0.45 73% 0.94
47.7 21.9 1.56 % 0.40 54% 0.96
70.7 38.1 1.63 3% 0.48 86% 0.92
72.9 39.4 1.59 5% 0.52 100% 0.92
134.0 96.0 1.69 1% 0.46 75% 0.96
136.8 126.2 1.43 14% 0.07 74% 0.88
112.0 94.0 1.40 16% 0.15 41% 0.83

* Percent difference between GA determined m, and the accepted value of 1.67.
** Percent difference between the GA determined m; and the accepted value of 0.26.
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1.4.4.3 Discussion of the retrieval of the imaginary index

The UCLA PN and the GA retrieval method of determining the real refractive
index has been shown to be accurate to within +0.03 for particles which are known
to be spherical and homogeneous. Uncertainties arising from errors in the cali-
bration, from instrument noise and from missing, i.e., saturated, channels affect
the retrieved refractive indices only slightly because of the insensitivity of the GA
retrieval method to noise and because this retrieval problem is over-constrained.
Preliminary studies of the effectiveness of the retrieval of the imaginary component
of the refractive index is at most accurate to within 10% under optimal, i.e., no
noise, conditions. Experimentally, however, errors up to 100% in the retrieved value
of the index are seen although additional investigations may yield more accurate
retrievals in the future. Within the size limits seen, in our laboratory, the retrieval
accuracy of the imaginary refractive index is more dependent on the mean size and
standard deviation of the measured particles than is the real part.
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2 Light scattering by irregularly shaped particles
with sizes comparable to the wavelength

Evgenij S. Zubko

2.1 Introduction

Light scattering by single irregularly shaped particles whose sizes are comparable
with wavelength plays an important role in numerous remote-sensing applications.
It especially concerns applications dealing with both terrestrial and cosmic dust
particles having truly irregular and random structure. The knowledge of the scat-
tering by single irregular particles is absolutely necessary for a realistic modeling
and successful interpretation of measurements of light scattering by a powder-like
surface, such as, soils, sand-drift or planetary regolith. Note that, though the multi-
ple scattering between constituent particles could significantly dominate over single
scattering, it is quite evident that the one is a function of other.

The study light scattering by cosmic dust particles is a difficult problem, in
particular, because there is an obvious lack of information on the structure of such
particles. Indeed, unlike terrestrial dust, a sampling of cosmic dust within the Solar
system is an extremely delicate and expensive undertaking; whereas, the sampling
of dust particles beyond the Solar system is practically impossible. So far, there
is only one successful attempt at such sampling, namely, the Stardust mission to
comet 81P /Wild 2 (see, e.g., Brownlee et al., 2006). This space probe collected dust
particles in the environment of a cometary nucleus (the closest distance was 236 km)
onto extremely porous silica foam, called aerogel. Though the density of aerogel
varies in the range 0.01-0.05 g/cm?, this substance is quite tenacious. For instance, a
piece of aerogel weighing only 2 grams can support a brick having a weight of 2.5 kg
(see picture in http://stardust.jpl.nasa.gov/photo/aerogel.html). When capturing
dust particles, Stardust approached comet 81P/Wild 2 at a relative velocity of
6 km/s. Therefore, cometary particles experienced a highly energetic collision with
the aerogel collector. Interestingly, the typical length of tracks of dust particles
captured in aerogel is about one centimeter (Burnett, 2006), which implies a very
fast deceleration of particles. As a consequence, micron-sized dust particles did not
preserve their original structure; they were broken down into many small compact
constituents and heated above ~2000 K (Brownlee et al., 2006).

A significantly less-destructive method to sample cosmic dust particles is to
collect them in the Earth stratosphere using high-altitude airplanes (e.g., Brownlee
et al., 1995; Jessberger et al., 2001; Busemann et al., 2009). For example, Fig. 2.1
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Fig. 2.1. Images of four interplanetary dust particles (IDPs) collected in the strato-
sphere, having probable cometary origin (adapted from Dai and Bradley, 2001; Hanner
and Bradley, 2001; Jessberger et al., 2001). The white line in each panel corresponds to
1 pum size.

presents images of four interplanetary dust particles (IDPs) collected in this way
(adapted from Dai and Bradley, 2001; Jessberger et al., 2001; Hanner and Bradley,
2004) and probably having a cometary origin. In general, IDPs originated either
from asteroids or comets (e.g., Brownlee et al., 1995). Though IDPs enter the at-
mosphere at velocities typically higher than 12km/s, the air does not affect their
structure as strongly as aerogel. Therefore, micron-sized particles may preserve
their original structure. Indeed, as one can see in Fig. 2.1, IDPs with fluffy structure
can be captured in the stratosphere. On the other hand, the specific parent bodies of
IDPs captured in the stratosphere are not as well known as in the case of sampling
directly near a comet or asteroid and, thus, additional efforts are required to de-
termine the origin of collected particles (Brownlee et al., 1995). Nevertheless, when
sampling dust particles shortly after Earth passes through the dust tail of some
comet, the origin of the collected particles can be established with some confidence.
Using such a dedicated sampling method in the stratosphere, there were successful
campaigns to catch dust particles from comet 26P /Grigg—Skjellerup (Busemann et
al., 2009). Fig. 2.2 reproduces images of some samples obtained by Busemann et
al. (2009).

As one can see in Figs. 2.1 and 2.2, all IDPs are quite irregular in appearance.
On the other hand, there is also a dramatic difference between particles; evidently,
they do not belong to one morphologic type. Particles shown in Figs. 2.1 and 2.2
could be classified into, at least, two distinctive groups, namely, relatively compact
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Fig. 2.2. Images of dust particles originating from comet 26P /Grigg-Skjellerup (adapted
from Busemann et al., 2009).

and fluffy. However, the difference in morphology of dust particles has an influence
on their light scattering and understanding that interrelationship is necessary for
the successful development of remote-sensing techniques.

The primary goal of this review is to show how different parameters of light
scattering, such as angular profiles of intensity and degree of linear polarization,
geometric and single-scattering albedo, asymmetry parameter, cross-sections of ex-
tinction and absorption, vary for different types of irregularly shaped particles.
Note that, due to random variations in the structure of different samples belonging
to one morphologic type, their light-scattering properties can vary dramatically.
Therefore, in order to discriminate the impact of a particular characteristic mor-
phology type from that caused by peculiarities of a given sample particle, it is
necessary to perform a statistically reliable averaging of light-scattering properties
over many samples for each type of particles.

Using the discrete dipole approximation (DDA), we simulate light scattering by
six substantially different types of irregularly shaped particles. In most of cases,
light-scattering properties of each type of irregular particles have been averaged
over a few hundreds of samples. Simultaneously, each type of irregularly shaped
particle is studied at three different refractive indices m, representing the abundant
species of cosmic dust, such as, water ice, magnesium-rich silicates, and organic
refractory in the visible band. Note that these refractive indices also can be associ-
ated with some terrestrial aerosols. Furthermore, each case of m is considered over
a wide range of particle sizes comparable with wavelength A\ of the incident radi-
ation. The large generated data set allows us to make a systematic comparison of
light-scattering properties of irregularly shaped particles with different morphology.

2.2 Modeling light scattering by irregularly shaped particles

2.2.1 Models of irregularly shaped particles

We study six types of irregularly shaped particles that could be labeled as follows:
agglomerated debris particles, pocked spheres, rough-surface spheres, strongly dam-
aged spheres, debris of spheres, and Gaussian random particles. Example images
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agglomerated debris pocked spheres

strongly damaged spheres  debris of spheres Gaussian random

Fig. 2.3. Samples of irregularly shaped particles of six different types.

of these particles are shown in Fig. 2.3. One can see that all particles appear to be
essentially non-spherical and reveal a wide variety of particle structures. Indeed,
there are highly compact structures, such as rough-surface spheres and Gaussian
random particles. Fluffy structure is represented in agglomerated debris particles
and pocked spheres, while heavily damaged spheres and debris of spheres corre-
spond to moderate cases.

Except for the Gaussian random particles, irregularly shaped particles have
been generated using one algorithm, which is as follows. In computer memory,
a spherical volume is filled with a regular cubic lattice that is considered as the
initial matrix of the irregular particles. We consider the initial matrix consisting
of 137,376 cells. In the process, the elements of the cubic lattice inside the initial
matrix are assigned material properties corresponding to the refractive indices of
the particles. All cubic cells forming this initial matrix are divided into two groups:
cells belonging to the surface layer and cells internal to the surface layer. The
depth of the surface layer is a parameter of our model. For instance, in the case of
agglomerated debris particles and rough-surface spheres, the depth takes a value
of only 0.5% of the radius of the initial matrix; i.e., the surface layer is formed only
by dipoles having direct contact with the surrounding empty space. In the case
of pocked spheres, the depth is 12.5% of the radius of the initial matrix. Strongly
damaged spheres and debris of spheres are generated having no surface layer; i.e.,
all cells of the initial matrix are treated as internal.

Once cells forming the initial matrix are divided into two sub-groups, we choose
seed cells for empty space and material at random. In general, we distinguish two
types of seed cells for empty space: those belonging to the surface layer and those
belonging to the internal volume; whereas, seed cells for the material are allocated
only among internal cells. For instance, agglomerated debris particles are generated
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with 100 seed cells of empty space randomly chosen in the surface layer, 20 seed
cells of empty space, and 21 seed cells of material randomly allocated throughout
the internal volume. For rough-surface spheres, the numbers of seed cells are 1,200
for empty space in the surface layer, 150 for material and 0 for empty space within
the interior. In the case of pocked spheres they are 100, 50, and 0, respectively.
Because heavily damaged spheres and debris of spheres are generated with zero
depth of the surface layer, it implies that the number of seed cells for empty space
allocated in the surface layer is 0. For strongly damaged spheres, there are 20 seed
cells of empty space and 21 seed cells of material; whereas, for debris of spheres the
numbers of seed cells of empty space and material are both equal to 4. The final
stage of generating a target particle is to evaluate the rest of the cells forming the
initial matrix: step-by-step, each cell distinct from the seed cells is assigned with
the same optical properties as that of the nearest seed cell. Agglomerated debris
particles, pocked spheres, rough-surface spheres, and heavily damaged spheres have
been previously studied in Zubko et al. (2006; 2009a); in these papers, further
images of particles can be also found.

Using the algorithm described in Muinonen et al. (1996), we have generated a set
of 100 samples of random Gaussian particles. This type of particle is parameterized
by the relative radius standard deviation o and power law index in the covariance
function of the logarithmic radius v, which take values of 0.245 and 4, respectively.
Unlike other types of irregular particles involved in this study, random Gaussian
particles have a quite smooth surface; nevertheless, their shape is significantly non-
spherical. Note that light scattering by exactly the same ensemble of shapes of
random Gaussian particles have been studied in Zubko et al. (2007), and additional
images of sample particles can be found therein.

Two important parameters characterizing irregularly shaped particles are the
radius of the circumscribing sphere r.s and the packing density p of particle ma-
terial. Note that these parameters do not describe completely the properties of
a particle. The more complicated the structure, the more parameters are needed
to describe it. Nevertheless, even considering the effects of varying these two pa-
rameters may significantly improve our understanding of scattering peculiarities of
irregularly shaped particles. In cases of non-Gaussian irregular particles, the radius
of the circumscribing sphere is close to the radius of the initial matrix; the difference
does not exceed 1%. We approximate the circumscribing sphere with the largest
sample from the set of 100 particles to preserve the size distribution of random
Gaussian particles obtained with original algorithm described by Muinonen et al.
(1996). We define the packing density p of a particle as the ratio of volume occu-
pied by the particle material to volume of the circumscribing sphere. We would like
to stress that, in the general case, different sample particles of given morphology
do not have the same volume of material, so p varies randomly from one sample
to another. Fig. 2.4 shows the probability distribution of packing density p for all
six types of irregular particles. Here, curve (1) corresponds to agglomerated de-
bris particles, (2) to pocked spheres, (3) to rough-surface spheres, (4) to heavily
damaged spheres, (5) to debris of spheres, and (6) to random Gaussian particles.
As one can see, the compact morphologies, such as rough-surface spheres and ran-
dom Gaussian particles reveal quite narrow distributions of p. Pocked spheres also
demonstrate a rather narrow distribution of p, though not as much as particles



44 Evgenij S. Zubko

30
w

20

10

0 0.25 0.5 0.75 1
packing density p

Fig. 2.4. Probability distribution of packing density p for six types of irregularly shaped
particles.

with compact structure. Simultaneously, agglomerated debris particles have a sig-
nificantly relaxed distribution of packing density, which, to some extent, is similar
to that of heavily damaged spheres. Finally, debris of spheres reveal a quite wide
distribution of p. Note that three types of irregular particles, namely, rough-surface
spheres, heavily damaged spheres, and debris of spheres have almost the same aver-
age values of packing density (p): 0.523, 0.512, and 0.500, respectively. In the case
of pocked spheres, (p) is 0.336; whereas, the average packing density of agglom-
erated debris particles is 0.236. Note that, according to our definition of packing
density, its average is an anomalously low value of 0.139 in the case of random
Gaussian particles. However, as one can see in Fig. 2.3, these particles are quite
compact in appearance. Obviously, such an underestimation of the average packing
density results from the elongated shape of the Gaussian particles. Therefore, in
what follows, we refer random Gaussian particles as those having quite compact
structure. Since non-Gaussian irregular particles are more or less equally elongated
in all directions, in these cases, our definition provides accurate estimations of the
average packing density.

2.2.2 The DDA method and parameters

We use the DDA to perform our light-scattering calculations (e.g., Draine, 1988;
Draine and Flatau, 1994; Yurkin and Hoekstra, 2007; Zubko et al., 2010). This
approach allows us to consider particles with arbitrary shape and internal compo-
sition. In the DDA, a target particle is modeled with an array of small constituent
volumes that together reproduce the shape and internal optical properties of the
original particles. These constituent volumes must be significantly smaller than
the wavelength of the incident electromagnetic wave, and their scattering proper-
ties take the form of a simple analytic expression (i.e., Rayleigh approximation).
Due to such a replacement, one can reduce the light-scattering problem to a sys-
tem of linear algebraic equations. One optional restriction on constituent volumes
is that they be located in a regular cubic lattice to allow use of the fast Fourier
transformation (FFT) and, thus, dramatically accelerate computations (Goodman
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et al., 1991). We use our well-tested implementation of the DDA to perform the
calculations of this manuscript (Zubko et al., 2003, 2010; Penttild et al., 2007).

An important parameter specifying the DDA applicability is the size of the
cubic lattice d. In application to irregular particles, the DDA provides accurate
numerical result under the condition kd|m| < 1, where wavenumber k = 27/, A is
the wavelength of the incident electromagnetic wave, and m is the refractive index
of the particle (Zubko et al., 2010). Note that throughout this study, the parameter
kd|m| remains less than 0.85.

In general, light scattering by a small particle is determined primarily by the
complex refractive index m of the particle material and the ratio of the particle
radius expressed as 7.5 to the wavelength \: © = 27r /A (e.g., Bohren and Huff-
man, 1983); note, this ratio is referred to as the size parameter. While we use the
radius of the circumscribing sphere 7. to express particle size, another parameter
used is the radius of an equal-volume sphere r.,. We denote the size parameter of
the equal-volume sphere as z., and note that x., can be derived from = and the
average packing density (p) as follows: ., = (p)'/3z.

We consider irregularly shaped particles having 3 different refractive indices m,
which are representative of materials in cosmic and terrestrial dust: m = 1.313+404,
1.6 +0.00054, and 1.5+ 0.1¢. In all these cases, x is varied from 2 to 14 with a fixed
step of 2.

2.2.3 Averaging of light scattering characteristics

Light-scattering properties of irregularly shaped particles are averaged over sample
shape and orientation at each set of m and z. In all cases, except those of random
Gaussian particles, we consider a minimum of 500 sample particle shapes. Light
scattering by each sample particle has been computed for one random orientation
of the incident electromagnetic wave and averaged over 100 scattering planes evenly
distributed around the propagation direction of the incident light. This averaging
over scattering planes does not require significant computational efforts; however,
it improves significantly the statistical reliability of numerical results.

To test for convergence, we perform averaging in two sub-processes, each based
on half of the scattering planes used in each sample (i.e., on 50 scattering planes).
We compare results of both sub-processes to the results obtained when averaging
over 100 scattering planes. As a quantitative indicator of the averaging, we use the
standard deviation of the linear degree of polarization obtained with 100 and 50
scattering planes. This standard deviation depends stochastically on the geometry
of light scattering, which could be described, for instance, with phase angle a. Note,
« is the angle between two lines, one connecting the source of light to the target
particle and the other connecting the target particle to the observer. Obviously, «
is equal to 0° in the backscattering direction and 180° in the forward-scattering
direction. It also needs to be mentioned that phase angle « is supplementary to
the scattering angle 8. We continue averaging over particle shape while fluctua-
tions of the standard deviation of the degree of linear polarization over the entire
range of phase angle « exceed 1%; therefore, the actual number of sample particles
considered very often exceeds 500.
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For the random Gaussian particles, we consider a set of 100 sample particles.
Therefore, in order to achieve a desirable accuracy, we consider each sample parti-
cle in more than one random orientation of the incident electromagnetic wave. The
minimum number of orientations is 5 per sample particle. Although the criterion
for termination of the averaging process is the same as for non-Gaussian irregular
particles, there is a significant difference: when a given number of orientations of
random Gaussian particles does not provide a desirable accuracy of the averaging,
we add one additional random orientation for each sample particle from the ensem-
ble and only then check the accuracy again. Therefore, at the termination of the
averaging process, light-scattering properties of each sample particle are averaged
over the same number of random orientations.

It should be emphasized that while many of the irregularly shaped particles
considered in the current review have been studied in Zubko et al. (2006; 2007), we
have significantly improved the quality of the averaging, so the present results are
more statistically reliable. For instance, the minimum number of sample particles
used in Zubko et al. (2006) was 200; whereas, here it is 500.

2.3 Comparative study of light scattering by irregular
particles with different morphology

In general, the parameters describing light scattering by a particle can be classified
into two groups, sometimes, referred as integral and differential parameters. For
instance, cross-sections for absorption C,ps and extinction Ceyy belong to integral
parameters. Simultaneously, intensity I and degree of linear polarization P of the
scattered light are examples of differential parameters. An essential feature of in-
tegral parameters is that they are independent of the conditions of observation;
whereas, differential parameters are functions of two angles specifying the direc-
tion of scattered light to a detector. However, in the case of azimuthally symmetric
targets, the angular dependence of differential parameters takes a significantly sim-
pler form depending upon only phase angle « or, equivalently, the scattering angle
0. Note that statistically reliable averaging of light-scattering properties over sam-
ple particles and/or their orientations obviously makes differential parameters az-
imuthally averaged; therefore, in this case, the differential parameters also depend
upon only one angle.

In the first part of this section, we analyze integral parameters of light scattering
by irregularly shaped particles, such as the cross-sections for absorption Cyps and
extinction Ceyt, single-scattering albedo w, asymmetry parameter g, and radiation
pressure efficiency Q.. Most of these parameters play a key role in the simulation
of the transparency of the interstellar medium and radiation transfer in planetary
atmospheres including Earth; whereas, the radiation pressure efficiency determines
the motion of cosmic dust particles. In the second part of the section, we focus on
differential parameters, such as, geometric albedo A, linear and circular polarization
ratios pp, and pc at backscattering a = 0°, and the dependencies of intensity [
and degree of linear polarization P on phase angle a. These parameters are widely
exploited in remote sensing applications of atmospheric aerosols, comets and other
Solar system bodies.
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2.3.1 Comparison of integral parameters of light scattering by
irregularly shaped particles with different morphology

2.3.1.1 Cross-sections for absorption and extinction C,,s and Caxy

Interaction of electromagnetic radiation with particles decreases the energy flux
of the incident wave. The total loss of the energy flux can be quantified in terms
of area, which is normal to the incident beam and intercepts the lost flux of en-
ergy. Such an area is referred to as the cross-section for extinction Cey. In the
general case, the interaction of electromagnetic radiation with a particle results
in absorption and scattering. The part of the total area that corresponds to loss
due to absorption is referred to as the cross-section for absorption Cyps; whereas,
the rest corresponds to the cross-section for scattering Cs.,. These three values are
obviously related as follows: Cext = Cabs + Csca-

In Fig. 2.5, we present cross-sections for absorption Caps (left) and extinction
Coxt (right) as functions of size parameter x for irregularly shaped particles of
six different types of morphology. Here, the top panels correspond to the case of
m = 1.313 4 0¢, the middle to m = 1.6+ 0.0005¢, and the bottom to m = 1.5+ 0.13.
Note that, though light scattering by particles comparable with wavelength depends
on the dimensionless ratio of particle size to wavelength, Cyps and Ceyt are not
dimensionless; they are measured in units of area. For instance, the quantities in
Fig. 2.5 are given for wavelength A = 0.628 yum (wavenumber k = 27/ ~ 10).
However, if necessary, they can be easily recalibrated for another .

As one can see in Fig. 2.5, except the case of Cyps at m = 1.313 + 04, cross-
sections for absorption and extinction grow rapidly with size parameter x; whereas,
in the case of non-absorbing material, the cross-section for absorption remains
predictably equal to zero through all z. Interestingly, curves in Fig. 2.5 reveal
qualitatively similar behavior for all types of irregular particles, though there are
visible quantitative distinctions. The latter are caused by differences in morphology
and material volume between various types of irregularly shaped particles. On
the other hand, for equidimensional target particles at small x, one could expect
that the impact of particle morphology on light scattering has to be rather small
because, in this case, light-scattering properties can be described quite well with
only an isotropic electric dipole (e.g., Bohren and Huffman, 1983). However, the
upper limit for the range of x where C,ps and Ceyt are insensitive to morphology
is unknown and, thus, its determination is of high practical interest.

In order to eliminate the impact of different volumes of material, one can con-
sider ratios Caps/(p) and Cext/{p) instead of pure cross-sections for absorption and
extinction. These normalized quantities are shown in Fig. 2.6. As one can see, agree-
ment between different types of irregularly shaped particles becomes much better,
namely, all curves nearly coincide, at least for x < 4. Moreover, in some cases, the
coincidence is extended to much larger x. Particularly, the extinction cross-section
of icy particles (i.e., m = 1.313 + 0i) does not depend on their morphology for
x < 8. Interestingly, the differential parameters of light scattering, such as the an-
gular profiles of intensity I and degree of linear polarization P, reveal significant
deviations depending on morphology at m = 1.313+0i and = = 6 (see top panels in
Fig. 2.10). Surprisingly, in the case of weak absorption, the absorption cross-section
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Fig. 2.5. Cross-sections for absorption Capns (left) and extinction Cexs (right) computed
at A = 0.628 um, as functions of size parameter z for six types of irregularly shaped
particles. The top panels show the case of m = 1.313 4 0i, the middle panels show the
case of m = 1.6 4+ 0.0005¢, and the bottom panels show the case of m = 1.5 4 0.11.

remains insensitive to particles morphology over the entire range of = investigated
in the current work (see left middle panel in Fig. 2.6).

Finally, we would like to note that within each morphology class of irregular
particles, the cross-section for extinction Ceyy attains similar absolute values at m
=1.5 + 0.1 and m = 1.6 + 0.0005¢ (see Figure 5). One can conclude that the
imaginary part of refractive index Im(m) does not significantly affect Cexs. There-
fore, considerable extinction of radiation does not necessarily mean the presence of
highly absorbing particles. However, Im(m) has a significant impact on absorption
cross-section Chyps, and therefore also on the scattering cross-section Cige,.
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Fig. 2.6. The same as Fig. 2.5 but, Caps and Cext are normalized to an average packing
density (p) of irregularly shaped particles.

2.3.1.2 Single-scattering albedo w and asymmetry parameter g

Fig. 2.7 shows another pair of integral parameters of light scattering, namely, single-
scattering albedo w and asymmetry parameter g. The former is defined as the ratio
w = Csca/Coxt = (Coxt — Cabs)/Coxt; it varies from 0 and to 1 and presents a sort
of efficiency of light scattering. The parameter g indicates the distribution of the
scattered electromagnetic energy between forward and backward hemispheres with
respect to the direction of the incident beam propagation:

[ [1(8,¢) cosf sinfdd de

9=" wf [1(0,9) sinfdody (1)

2w W
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Fig. 2.7. Single-scattering albedo w (left) and asymmetry parameter g (right) as a func-
tion of size parameter x for six types of irregularly shaped particles. The top panels show
the case of m = 1.313 + 04, the middle panels show the case of m = 1.6 + 0.0005¢, and
the bottom panels show the case of m = 1.5 + 0.14.

Here, 6 and ¢ are the scattering and azimuthal angles, I(6, ) is the intensity of
scattering of unpolarized light. The denominator is equal to the scattering cross-
section Cyc,. Note that scattering intensity is a function of two angles in the general
case; whereas, averaging over sample particles and/or their orientation removes
the dependence on azimuthal angle . Asymmetry parameter g varies in the range
from —1 to 1. It takes a positive value if the scattering into the forward hemi-
sphere dominates over that into backward hemisphere, and g = 0 if the energy is
distributed equally between hemispheres and is negative otherwise. Note that both
single-scattering albedo w and asymmetry parameter g are important parameters
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in computations of radiative transfer in discrete media (e.g., Bowell et al., 1989;
Bauer et al., 2007).

As one could expect, single-scattering albedo w of non-absorbing particles is
exactly equal to unity. This means that all incident electromagnetic energy inter-
cepted by a target particle is being scattered into surrounding space (see Fig. 2.7).
However, a small imaginary part of refractive index Im(m) = 0.0005 does not
significantly affect w either; for instance, the albedo remains higher than 98.5%
for all types of particles and sizes. In case of highly absorbing material with
Im(m) = 0.1, there is a significant dependence of w on x. Nevertheless, for the
case of m = 1.5 + 0.1 shown in Fig. 2.7, all profiles w vs. z are quite similar to
each other. Namely, in the range of x from 2 to 4-6, single-scattering albedo grows
rapidly with size parameter x; then, it slowly decreases. Note that w remains higher
than 0.4 through all cases considered.

Interestingly, except in the case of rough-surface spheres, there is quite good
quantitative agreement between albedo w of particles with different morphologies.
On the other hand, as was shown in Zubko et al. (2006), light scattering by the
rough-surface spheres is very close to that of a perfect sphere of equivalent volume.
Therefore, one may conclude, once irregular particles substantially differ from a per-
fect sphere, their single-scattering albedo w does not depend significantly on their
morphology. This statement is consistent with findings in Nousiainen and Muinonen
(2007), where random Gaussian spheres having appreciably different shapes were
studied. Nevertheless, in the case of irregular particles with some specific morpholo-
gies, such as extremely sparse ballistic cluster—cluster aggregates (BCCAs) and bal-
listic particle-cluster aggregates (BPCAs), the size dependence of single-scattering
albedo w may be substantially different from the profiles shown in Fig. 2.7.
Notice, there is quite good quantitative agreement between single-scattering albedo
of BCCAs and BPCAs (Kimura and Mann, 1998).

As one can see in the right panels of Fig. 2.7, the asymmetry parameter g shows
more or less the same dependence on the size parameter x for all types of irregularly
shaped particles. Note that, as in the case of single-scattering albedo w, the most
notable deviations from the general behavior are caused by rough-surface spheres.
These deviations become apparent in cases of non- and weakly absorbing materials;
whereas, in the case of m = 1.5 + 0.1¢, rough-surface spheres do not reveal visible
distinctions from the behavior of irregular particles with other morphologies.

Interestingly, irregular particles with different degrees of absorption reveal visi-
bly different trends of curves g vs. x. Indeed, as one can see in Fig. 2.7, curves
corresponding to weakly absorbing particles show a maximum at x =~ 10-12
(m = 1.31340¢) and & =~ 4-6 (m = 1.640.0005¢). Note that similar non-monotonic
behavior was found for particles with regular structure (Mishchenko, 1994; Bauer
et al., 2007), although in the case of irregular particles the maximum is located
at systematically higher x. Simultaneously, profiles for highly absorbing particles
approach the level g = 1 asymptotically, having no extremum. This behavior is also
consistent with findings for spheres with large material absorption (Mishchenko,
1994). However, in this case, there is also rather good quantitative agreement be-
tween asymmetry parameters g for spheres and irregular particles.

We would like to note that the sign of the asymmetry parameter g for all six
types of irregular particles is positive throughout the entire range of size parameter
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x considered in Fig. 2.7. In practice this means that the amount of electromagnetic
energy scattered in the forward hemisphere is greater than that scattered in the
backward hemisphere. This result is consistent with findings for other types of
particles, such as single spheres, randomly oriented oblate spheroids and Chebyshev
particles (Mishchenko, 1994), particles with multiple internal inclusions (Macke
and Mishchenko, 1996), BCCA and BPCA (Kimura and Mann, 1998), and layered
spheres (Bauer et al., 2007).

Putting a target particle into some electromagnetic field disturbs its initial
structure. In order to express analytically the resulting (i.e., disturbed) electro-
magnetic field in space with respect to the particle, it is assumed that the total
electromagnetic field is the sum of the initial electromagnetic field (i.e., the field
existing in the absence of the obstacle) and the scattered electromagnetic field (i.e.,
all the rest). As it turns out, such a decomposition of the electromagnetic field in
space is quite convenient for a subsequent analysis of electromagnetic scattering
(Bohren and Huffman, 1983). However, in what follows, only the scattered elec-
tromagnetic field is studied; whereas, the incident electromagnetic field is ignored.
Note that the definition of g eq. (1) presents exactly this case. Evidently, omitting
the incident field corresponds to the case when the detector of radiation is isolated
from the direct incident electromagnetic field. While this occurs in the vast major-
ity of experiments and observations of light scattering, it does not hold true in the
case of multiple scattering between closely packed particles. Indeed, in this case,
the detector is a neighboring particle, which is irradiated by not only the electro-
magnetic wave scattered from the target particle but by the incident wave as well.
Therefore, when considering the asymmetry parameter g for constituent particles
forming a discrete medium, the intensity of scattering in relationship (1) has to be
replaced with the intensity of the full electromagnetic field, which is based on the
amplitude of the full electromagnetic field. Therefore, one can summarize that data
for asymmetry parameter g shown in Fig. 2.7 can be used only in applications to
single-scattering particles or constituents of clusters with very sparse and random
structure; whereas, in the case of closely packed clusters, asymmetry parameter g
needs to be computed in a way different from eq. (1).

2.3.1.3 Efficiency for radiation pressure Q.

The radiation-pressure efficiency @), determines the motion of cosmic dust parti-
cles. It is defined as follows:

Qpr = pr/G = (Cext — 9Csca) /G- (2)

Here, G is the geometric cross-section of the particle and Cp, is the cross-section
for radiation pressure (e.g., van de Hulst, 1981); whereas, Coxt, Csca, and g are, as
given previously, the cross-sections for extinction and scattering, and asymmetry
parameter, respectively. Note that the motion of cosmic dust particles near a star
depends on the ratio of the radiation-pressure force to the star’s gravitational force,
which is designated as § (e.g., Burns et al., 1979; Artymowicz, 1988; Fulle, 2004).
Some details on the difference between the orbit of the parent body and an ejected
dust particle caused by radiation pressure acting on the particle can be found, e.g.,
in Augereau and Beust (2006). By definition, the ratio (3 is in direct proportion to
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radiation pressure: 5 < Qpr (e.g., Fulle, 2004). However, there is an obvious lack of
Qpr data for irregularly shaped particles. For most applications, computations of 3
are based on the radiation-pressure efficiency of a single sphere obtained using Mie
theory (Burns et al., 1979; Artymowicz, 1988; Fulle, 2004; Augereau and Beust,
2006). Nevertheless, in some cases, particles with more complicated structure have
been considered, such as, BCCA and BPCA clusters (Kimura and Mann, 1998;
Kimura et al., 2002) or layered spheres (Wickramasinghe and Wickramasinghe,
2003).

In Fig. 2.8, we present radiation-pressure efficiencies Q; vs. size parameter x
of irregularly shaped particles having six different types of morphology. One can
immediately conclude that particles with m = 1.313 + 0¢ behave peculiarly. In
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Fig. 2.8. Radiation-pressure efficiency Qpr (i.e., the ratio of radiation pressure cross-
section Cpr to geometric cross-section GG) as a function of size parameter z for six types
of irregularly shaped particles. The top panels show the case of m = 1.313 4 0i, the
middle panels show the case of m = 1.6 4+ 0.00057, and the bottom panels show the case
of m = 1.5+ 0.13.
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comparison to this case, values of @, for particles with m = 1.6 + 0.0005¢ and
m = 1.5 4+ 0.1¢ are surprisingly close to each other; although radiation-pressure
efficiency for highly absorbing particles systematically exceeds that for weakly ab-
sorbing particles. Interestingly, through all the studied refractive indices m and
size parameters x, (), for agglomerated debris particles and pocked spheres nearly
coincide with each other. Both types of particles have fluffy irregular structure but
with different packing densities. Quantitative resemblance also can be seen between
curves for strongly damaged spheres and debris of spheres; whereas, rough-surface
spheres and Gaussian random particles show individual dependences of @y, on z.

Note that in numerous practical applications, it is assumed that Q. ~ 1 for
very large particles with sizes significantly exceeding 1 um (e.g., Burns et al., 1979;
Fulle, 2004). However, as one can see in Fig. 2.8, while increasing size parameter z,
the radiation-pressure efficiency @), of non-optically soft irregular particles clearly
approaches 1. For instance, at the largest size parameter x = 14 achieved in this
study, the relative deviations of @Qp, from 1 do not exceed 20-25%; whereas, in
the case of particles with fluffy structure (i.e., agglomerated debris particles and
pocked spheres), these deviations are even smaller. Therefore, in the case of non-
optically soft irregular particles, the efficiency for radiation pressure @, can be
assumed approximately equal to 1 when the particle size is larger than only a few
micrometers in visible.

2.3.2 Comparison of differential parameters of light scattering by
irregularly shaped particles with different morphology

There are a few different ways to describe properties of the scattered electromag-
netic radiation. One of them is the formalism of the four-dimensional Stokes vector:

Q
s=|5| (3)

Vv

In eq. (3), the Stokes parameter I represents the total intensity of the electromag-
netic wave, the Stokes parameters () and U describe its linear polarization with
respect to a given scattering plane, e.g., the plane containing the source of incident
light, target particle, and observer; finally, the Stokes parameter V' characterizes
circular polarization of the electromagnetic wave. The most important advantage
of such an approach is the simplicity in representation of the natural unpolarized
light. Indeed, a monochromatic electromagnetic wave is polarized always 100%;
whereas, unpolarized electromagnetic radiation appears as a superposition of nu-
merous completely but stochastically polarized waves. However, for instance, within
formalism based on amplitude and phase of electromagnetic wave, it is practically
impossible to represent unpolarized light; whereas, in terms of the Stokes vector it
can be quite easily expressed as follows:

S =

O OO~
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i.e., in the case of unpolarized light, the Stokes parameters @, U, and V are assumed
to be equal to zero. For convenience, the intensity of the incident light is assumed
very often to be equal to 1.

Within the formalism of the Stokes vectors, the act of light scattering by a par-
ticle can be described with the help of a matrix—vector product S5¢ = MS™*¢. Here,
Sm¢ and S*¢ are Stokes vectors for the incident and scattered light, respectively;
whereas, M denotes a special 4 x 4 matrix, which describes the light-scattering
properties of the target particle. Note that this matrix contains all possible dif-
ferential parameters of light scattering. It is called the Mueller matriz (e.g., van
de Hulst, 1981; Bohren and Huffman, 1983) and sometimes the scattering matriz
(Bohren and Huffman, 1983). In general, all sixteen elements of the Mueller matrix
are nonzero and depend on phase angle a.

It should be emphasized that the Stokes vector and the Mueller matrix are both
specified within a given scattering plane. In order to obtain the actual values of the
Mueller matrix elements for a given target particle and a given scattering plane,
it is necessary to compute the electromagnetic scattering by that particle for two
incident waves having orthogonal polarization states. The complete Mueller matrix
can be derived from the resulting scattered fields with the help of simple formulae
presented, e.g., in Bohren and Huffman (1983). Note that a change of the scattering
plane, for instance, caused by rotation of the target particle around the direction
of incident wave propagation, requires a complete recalculation of the Mueller ma-
trix. In other words, the Mueller matrix of a single particle corresponding to one
scattering plane cannot be easily transformed to the Mueller matrix associated
with another scattering plane. Nevertheless, this procedure can be substantially
accelerated owing to the linearity of Maxwell equations.

Averaging of light-scattering properties over sample particles and their orien-
tations substantially simplifies the resulting Mueller matrix. In particular, half of
the elements in the average Mueller matrix are equal to zero; whereas, some of the
nonzero elements are not independent. In general, the average Mueller matrix takes
on the following form (e.g., van de Hulst, 1981):

My Mz O 0
1 Mz Moy 0 0
M=Grzlo 0 My My | (5)
0 0 —M3zy My

As one can see in (5), there are only six truly independent elements, although this
number can be even less in the case of some special target particles. For instance,
the Mueller matrix for a sphere consists of four independent elements; whereas
M1 = My and Mss = My, (Bohren and Huffman, 1983). When defining the
Mueller matrix, it is common to distinguish the factor (kR)~2, which describes the
energy attenuation of the spherical wave with distance R and is common for all
elements of the matrix (Bohren and Huffman, 1983).

In practice, when measuring light scattering by micron-sized particles, a cumula-
tive signal coming simultaneously from enormous numbers of particles, is registered.
Except in a few quite specific cases (e.g., Rosenbush et al., 2007), these particles are
randomly oriented. Therefore, the form of the matrix retrieved in practice usually
takes the form of eq. (5) (e.g., Mufioz et al., 2000; Hovenier et al., 2003; Volten
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et al., 2007). In astronomical applications, the incident light typically is emitted
by some star, and such electromagnetic radiation is substantially unpolarized. As
a consequence, the light-scattering parameters which are most commonly available
in astronomical observations are defined by product of the Mueller matrix (eq. (5))
and the Stokes vector (eq. (4)), i.e.:

Mll
1 Mz
L . 6
r)e | 0 (6)
0

Obviously, the Stokes vector (6) remains valid for passive measurements of light
scattering by atmospheric aerosols, i.e., with the Sun as the source of light (e.g.,
Kokhanovsky, 2008).

As one can see in (6), there are only two nonzero Stokes parameters containing
information. However, the commonly measured values are the intensity of the scat-
tered light I = (kR)"2Mj; and its degree of linear polarization P = —Mjs/M;;.
Typically polarization is expressed in percent. Note that, taking into account the
definitions for the Mueller matrix elements M7, and Mje (Bohren and Huffman,
1983), one can reformulate definitions for the intensity and degree of linear polar-
ization alternatively as follows: I = I + I and P = (I —1))/(IL +1})). Here, I,
denotes the intensity of the component of scattered light that is polarized perpen-
dicular to the scattering plane; whereas, I)| denotes the intensity of the component
polarized within the scattering plane. While intensity I always takes positive and
nonzero values, the degree of linear polarization P can take positive and negative
values and also be equal to zero. Note also that sometimes the dependence of in-
tensity I on phase angle o, which is normalized to the scattering cross-section Cyc,
is called the phase function (e.g., van de Hulst, 1981; Bohren and Huffman, 1983;
Kokhanovsky, 2008).

2.3.2.1 Full phase dependencies of the intensity and degree of linear
polarization

Figs. 2.9-2.12 show the phase dependencies of intensity I normalized to its value
at the backscattering (left) and degree of linear polarization P (right) for particles
with size parameter z = 2, 6, 10, and 14, correspondingly. The upper panels show
the results for particles with m = 1.313 + 04, results with m = 1.6 + 0.0005¢ are
shown in the middle, and results with m = 1.5 4+ 0.1¢ are shown in the bottom.
For all the refractive indices presented in Fig. 2.9, the phase dependencies of in-
tensity are not symmetric, having a wide peak of forward scattering. The intensity
of forward scattering is up to about two orders of magnitude higher than that of
bsackscattering; however, in the case of optically soft particles with m = 1.3134 04,
this difference is less pronounced. As one can see in Fig. 2.9, even the smallest par-
ticles with x = 2 reveal noticeable differences in the intensity depending upon the
particle morphology. On the other hand, curves for particles with similar mor-
phology are generally in good quantitative agreement. For instance, the intensity
profiles for agglomerated debris particles and pocked spheres are quite similar to
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Fig. 2.9. Intensity I (left) and degree of linear polarization P (right) as functions of
phase angle « for six types of irregularly shaped particles with x = 2. The top panels
show the case of m = 1.313 + 04, the middle panels show the case of m = 1.6 + 0.0005¢,
and the bottom panels show the case of m = 1.5 + 0.14.

each other for all refractive indices studied. The same is observed for strongly dam-
aged spheres and debris of spheres, except the case of m = 1.313 4+ 0i. We would
like to emphasize that such similarities remain in the angular profiles of the degree
of linear polarization (see right panels in Fig. 2.9) for agglomerated debris particles
and pocked spheres, and for strongly damaged spheres and debris of spheres.

As one can see in Fig. 2.9, the degree of linear polarization, for all types of irreg-
ular particles with x = 2, remains substantially positive through all phase angles
and refractive indices. The phase curves of linear polarization have a bell-like shape.
In most cases, the maximum of positive polarization is located near o = 90°; and
only in the case of the rough-surface spheres, the maximum of linear polarization



58 Evgenij S. Zubko

is noticeably shifted toward smaller phase angles. Through all the cases considered
in Fig. 2.9, the maximum amplitude of linear polarization exceeds 60%; however,
in many cases, the amplitude is even higher, reaching almost 100%. For instance,
at m = 1.313 + 0z, all irregularly shaped particles have a very high maximum lin-
ear polarization. Such angular profiles of linear polarization nearly coincide with
the result of the Rayleigh approximation for an extremely small particle, i.e., with
x < 1 (e.g., van de Hulst, 1981; Bohren and Huffman, 1983). On the other hand,
the Rayleigh approximation also predicts a symmetric phase function of small par-
ticles, which is not observed for the irregular particles with x = 2. Therefore, one
can conclude that, in the case of small size parameter x, the angular dependence
of the intensity is considerably more sensitive to particles’ morphology than the
degree of linear polarization. Interestingly, while the size of the particles grows, be-
coming comparable with the wavelength, the degree of linear polarization becomes
more sensitive to properties of particles than the intensity (e.g., Zubko et al., 2007;
Nousiainen, 2009).

Fig. 2.10 shows phase dependencies of intensity I and degree of linear polar-
ization P for irregular particles of = 6. There is a dramatic difference from the
curves for x = 2 presented in Fig. 2.9. The forward-scattering peak is substantially
narrower in the case of x = 6. For optically soft and highly absorbing particles, the
difference between intensities in the forward and backward scattering is an order
of magnitude higher than for x = 2; however, in the case of m = 1.6 4+ 0.00054,
this difference is not so great. Unlike for the case of x = 2, angular profiles of
the intensity and degree of linear polarization are accompanied with oscillations,
which are most apparent for rough-surface spheres. The locations of these oscil-
lations are close with those of the corresponding equal volume sphere (Zubko et
al., 2006). Among morphologies considered through this study, particles with ag-
glomerated structure (i.e., agglomerated debris particles and pocked spheres) show
the smoothest overall profiles of the intensity and degree of linear polarization.
Moreover, as for x = 2, one can see quite good quantitative agreement between the
curves corresponding to these two types of particles. Interestingly the similarities
between strongly damaged spheres and debris of sphere, which are found for small
particles with = 2, do not seem to be present for x = 6.

Weakly absorbing particles reveal enhancement of the intensity near backscat-
tering o = 0°; whereas, in case of highly absorbing particles, the intensity curve is
flattened around o = 0°. In general, the enhancement of intensity near backscat-
tering correlates qualitatively with the negative polarization branch (NPB), which
also appears at small phase angles (see right panels in Fig. 2.10). Nevertheless, a
quantitative interrelation between the enhancement of intensity near backscattering
and the NPB does not take a simple form. For instance, at m = 1.6 4+ 0.0005¢, the
enhancement of intensity produced by rough-surface spheres does not significantly
differ from that for strongly damaged spheres. However, NPBs of these particles
diverge dramatically. One can see also that the width of the intensity surge near
backscattering does not correlate unambiguously with the width of the NPB. Fi-
nally, there exists a dramatic decrease of the NPB due to the high absorption.
Indeed, particles of all morphologies with m = 1.5+ 0.1¢ almost do not show NPB.

Fig. 2.11 shows the phase curves of intensity I and degree of linear polarization
P for particles with z = 10. As one can see, the further increase of particles size
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Fig. 2.10. The same as Fig. 2.9 but, for z = 6.

causes changes in the curves of intensity and linear polarization, which generally
are consistent with those previously found between x = 2 and 6; however, they are
much less dramatic. The smaller impact of size increase can be explained as follows.
The growth of x from 2 to 6 equates to a threefold increase of particle size; whereas,
the change from = = 6 to 10 equates to less than a twofold increase. The most
noticeable change in light-scattering properties concerns the oscillations on phase
curves of intensity and polarization. Indeed, in the case of x = 10, their number
is significantly higher than at x = 6; simultaneously, the amplitude of oscillations
is substantially damped, though, for rough-surface spheres, the oscillations remain
quite dramatic in appearance.

It is interesting to compare the phase dependencies of intensity and polarization
for rough-surface spheres and random Gaussian particles presented in Figs. 2.10—
2.12. As was previously mentioned, these are two types of particles having compact
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Fig. 2.11. The same as Fig. 2.9 but, for z = 10.

morphology. However, rough-surface spheres have an overall shape that is more or
less spherical, but with significant surface roughness. The overall shape of a ran-
dom Gaussian particle differs significantly from that of a sphere, yet its surface
remains quite smooth (see in Fig. 2.3). As one can see, the phase curves of inten-
sity and degree of linear polarization for rough-surface spheres reveal visibly more
oscillatory behavior than random Gaussian particles. One can conclude that over-
all nonsphericity in particle shape is more efficient at eliminating light-scattering
resonances than the surface roughness.

As one can see in Fig. 2.11, there is not a systematic resemblance between curves
for agglomerated debris particles and pocked spheres with = = 10, like that seen for
x = 2 and 6. Except for the angular profile of intensity for m = 1.54+0.1¢, irregularly
shaped particles with different morphology produce completely distinctive phase
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Fig. 2.12. The same as Fig. 2.9 but, for z = 14.

dependencies of intensity and degree of linear polarization at = 10. Note that in
Fig. 2.12, the same conclusions are valid for the case of z = 14.

Except for the case of rough-surface spheres with m = 1.5 4 0.1¢, all irregular
particles with x = 10 show a noticeable enhancement of intensity near backscatter-
ing and a NPB. Manifestation of both effects is visibly damped in highly absorbing
particles. Note that, in the case of x = 10, as well as x = 6, the shape of the
NPB is visibly non-symmetric, as the minimum of polarization is shifted toward
the inversion point of polarization sign, i.e., P(a # 0°) = 0%, rather than toward
a = 0°. This kind of non-symmetry in shape of NPB has been found for other
non-spherical particles with < 10 (e.g., Lumme et al., 1997; Zubko et al., 2001;
2003; 2004; 2006; 2007; Kimura and Mann, 2004; Vilaplana et al., 2006; Muinonen
et al., 2007; Nousiainen and Muinonen, 2007; Lindqvist et al., 2009; Shen et al.,
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2009). For weakly absorbing particles, while size parameter z increases, the NPB
tends to become more symmetric (e.g., Zubko et al., 2004; 2006). This effect can be
observed in Fig. 2.12. Note that further growth of particle size can make the shape
of the NPB again non-symmetric but inversely to that of = < 10; for instance, in
Fig. 2.12, consider the curve for agglomerated debris particles with x = 14 and
m = 1.6 + 0.0005¢. For highly absorbing particles, an increase of x does not signif-
icantly affect the symmetry of the NPB. However, it may cause a small additional
branch of positive polarization near @ = 0°. Examples of such angular profiles of
the NPB can be found for debris of spheres at = 10 and m = 1.5+0.1¢ (Fig. 2.11)
or for a few types of particles with x = 14 and m = 1.5+0.17 (Fig. 2.12). Note that,
this additional positive polarization branch near backscattering also was found in
other numerical simulations of light scattering by finite targets (see also Videen,
2002; Zubko et al., 2009a); it seems that the effect appears predominately in the
case of weak NPB.

Finally, we consider the rather deep negative polarization (up to —20%) pro-
duced by random Gaussian particles with = 10-14 and m = 1.6 4+ 0.00057, which
is located at intermediate phase angles (see, Figs. 2.11 and 2.12). Interestingly, the
presence of the negative polarization under given phase angles was also found in
laboratory measurements of rutile (Mufioz et al., 2006); whereas, an exhaustive
explanation of this effect has been recently proposed by Tyynela et al. (2010).

2.3.2.2 Parameters Pp,in, Qmins Pmaxs and amax, describing the angular
profile of degree of linear polarization

The angular dependence of the degree of linear polarization observed for the Moon
(e.g., Dollfus and Bowell, 1971; Shkuratov et al., 1992; Shkuratov and Opanasenko,
1992), asteroids (e.g., Zellner and Gradie, 1976), comets (e.g., Kiselev and Cher-
nova, 1981; Chernova et al., 1993), and zodiacal light (e.g., Dumont and Sanchez,
1975; Levasseur-Regourd et al., 1990) consists of two prominent features: the NPB
at small phase angles and a positive polarization branch (PPB) in the remaining
range of phase angles. Transition of NPB to PPB happens at the inversion angle
Qiiny, which varies from 15°, in the cases of F-type asteroids (Belskaya et al., 2005)
and nucleus of comet 2P/Enke (Boehnhardt et al., 2008), up to 30° in cases of
circumnuclear haloes of various comets (Hadamcik and Levasseur-Regourd, 2003)
and asteroid 234 Barbara (Cellino et al., 2006). Simultaneously, within the Moon,
Qiny varies within a relatively narrow range of values 19-24° (Shkuratov et al.,
1992).

Numerous laboratory measurements of light scattering by single particles hav-
ing various properties show that their average angular profile of degree of linear
polarization is qualitatively similar to that found for astronomical targets (Mutioz
et al., 2000; 2001; Hovenier et al., 2003). The same is found in measurements of light
scattering by powder-like surfaces (e.g., Woessner and Hapke, 1987; Shkuratov and
Opanasenko, 1992; Hadamcik et al., 2002; Shkuratov et al., 2006).

The principal parameters characterizing the overall profile of angular depen-
dence of linear polarization degree are the amplitudes of the NPB and PPB, P,
and Pp.x, and their locations, aumin and apmayx (e.g., Dollfus and Bowell, 1971; Shku-
ratov et al., 1992). Note that the inversion angle ay,, and slope of the polarization
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curve h near the inversion angle are also considered as valuable characteristics of the
linear polarization profile (e.g., Zellner and Gradie, 1976; Chernova et al., 1993).
Nevertheless, it is obvious that the latter two parameters are not independent;
whereas, to a large extent, they are defined through peculiarities of the NPB and
PPB. As a consequence, the slope h has no simple connection with dust-particle
properties (Zubko et al., 2011).

In the top and middle panels of Figs. 2.13-2.15, we present the principal char-
acteristics of angular dependence of linear polarization Ppyin, Qmin, Pmax, and max
for irregular particles with different morphology and refractive indices m. Note that
the minimum of negative polarization was sought only within a small phase angle
range o = 0-45°. Such a limitation on the range of phase angles is introduced
in order to prevent misidentification of the NPB, which can be provoked by very
deep negative polarization produced by some particles at intermediate phase an-
gles, as, for instance, in the case of random Gaussian particles with z = 14 and
m = 1.6 + 0.0005¢ (see Fig. 2.12). Similarly, we search for the maximum of posi-
tive polarization in a range of phase angles a = 0-135°, in order to exclude from
our consideration the resonant-like spikes in the polarization profile occurring near
forward scattering angles, which can be observed, for example, for rough-surface
spheres with z = 10 and m = 1.5+0.17 (see Fig. 2.11). Obviously, such features are
not related to the angular dependence of the degree of linear polarization observed
for cosmic dust particles and most samples measured under laboratory conditions.

As one can see in Fig. 2.13, irregularly shaped particles with various morpholo-
gies have surprisingly similar behavior in the parameters Punin, Qmins Pmax, and
Qmax With size parameter x; whereas, for fixed x, their angular profiles of polar-
ization are completely different (see Figs. 2.10-2.12). For instance, all types of
particles do not produce the negative polarization at x = 2; whereas, the effect
appears within the range of x = 4-8 and, then, grows almost monotonically up to
largest size parameter that we considered x = 14. The profiles for rough-surface
spheres and debris of spheres show slightly oscillatory behavior around the aver-
age profile. We have already mentioned the resonance behavior of rough-surface
spheres, and this could be another manifestation. While the amplitude of negative
polarization substantially varies for different types of irregular particles, the loca-
tions of the polarization minima reveal good quantitative agreement between some
particles types with > 8. In general, one can distinguish two groups of particles
and one specific case of rough-surface spheres. The first group consists of strongly
damaged spheres and debris of spheres. Simultaneously, the second group includes
agglomerated debris particles, pocked spheres, and random Gaussian particles. In-
terestingly, the particles within these groups produce quantitatively similar profiles
for P, even though these particles have completely different structure and values
for packing density (p) (see sub-section 2.2.1).

Fig. 2.14 shows data for irregular particles with m = 1.6 4+ 0.0005:. The
size dependence of P, has more structure than for the previous case of m =
1.313+40i. The size dependence of P, has the largest negative polarization around
x = 4-8; whereas, the negative polarization appears in tighter range within
x = 4-6. The NPBs for all the morphologies appear at smaller size parameter
x with m = 1.6 + 0.0005¢ than for m = 1.313 + 0i. Similar conclusions can be
reached for the highly absorbing particles with m = 1.5 4+ 0.17. As one can see in
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Fig. 2.13. Parameters describing the NPB at small phase angles (Pmin and aumin) and
PPB at intermediate phase angles (Pmax and amax), linear and circular polarization ratios
1, and pc as functions of size parameter x for six types of irregularly shaped particles
with m = 1.313 4 0i.

Fig. 2.15, except for the case of rough-surface spheres, the NPB of highly absorb-
ing particles appears in the range x = 6-8, and the largest values of the negative
polarization occurs around z = 8-10. Owing to such rapid growth, the spectral
dependence of the negative polarization may exhibit a blue polarimetric color, i.e.,
when the decrease in wavelength A invokes the increase of negative polarization.
Indeed, according to the definition of size parameter x, if some irregular particles
have x = 4 at A = 0.7 um, then the same particles have z = 8 at A = 0.35 pm.
However, as one can see in Figs. 2.13-2.15, the particles with © = 4-5 are generally
too small in order to produce NPB; whereas, at x = 8-10, almost all of them show
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Fig. 2.14. The same as Fig. 2.13 but, for m = 1.6 4+ 0.00051.

quite noticeable NPBs. As a consequence, the decrease of A may cause a signifi-
cant increase of the NPB. This very simple explanation has been successfully used
in the quantitative interpretation of blue polarimetric color observed for comet
17P /Holmes during its mega-outburst in October, 2007 (Zubko et al., 2009Db).
Again, we consider the distinctive behavior of rough-surface particles with
m = 1.6 4+ 0.0005¢ and 1.5 + 0.1¢. At © = 4, both give rise to an extremely
pronounced negative polarization with |Ppin| = 80-90%. In the case of highly
absorbing particles, a similar but less dramatic spike of negative polarization also
happens at = 8. Obviously, such a pronounced negative polarization results from
the significant sphericity preserved in the shape of the rough-surface particles.
The size dependencies of the phase angle of the polarization minimum oy, for
irregular particles with m = 1.640.00057 (see Fig. 2.14) are qualitatively consistent
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Fig. 2.15. The same as Fig. 2.13 but, for m = 1.5 4 0.14.

with those for m = 1.3134+-0i (compare with Fig. 2.13). That is to say, once the NPB
becomes well-developed, the further increase of x decreases i, monotonically,
though nonlinearly. However, particles with larger real part of refractive index
produce, in general, higher values of a,;,. The profiles of ap, as a function of
x are different for highly absorbing particles (Fig. 2.15) and weakly absorbing
particles. Again, the most irregular behavior corresponds to rough-surface spheres.
The other cases have qualitatively similar size-dependences of a,;,. For instance,
in the size range x < 8-10, the increase of size parameter = increases the phase
angle of polarization minimum o,;,; whereas, the further increase of size parameter
results in a decrease of auiy. Note that such a profile of o, vs. x is qualitatively
consistent with what was found for weakly absorbing particles, though, in the case
of highly absorbing particles, the growth of am,i, to its maximal value is not that
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rapid. Finally, for particles with m = 1.5 4 0.17, the profiles amin vs. & can be
distorted by a small surge of positive polarization, appearing near backscattering
a = 0° (see Figs. 2.11 and 2.12).

As one can see in Fig. 2.13, while the size parameter x grows, the maximal value
of linear polarization P.x almost systematically decreases with only one exception
for rough-surface spheres near x = 8. Although differences between profiles Py .x vs.
x for particles with different morphology are quite visible, they are not dramatic.
Qualitatively the same conclusions can be made for particles with m = 1.6 +
0.0005¢ (see Fig. 2.14). However, the particles with higher refractive index have
substantially greater nonlinear profiles Pp.x vs. . Note also that, for the case of
m = 1.313 + 0i, P,.x decreases about three times through the studied range z;
whereas, for m = 1.6 + 0.0005¢, that decrease is about an order of magnitude.
Unlike the cases of weak absorption, irregular particles with m = 1.5 + 0.1 show
non-monotonic behavior through the range of x = 2-14 (see Fig. 2.15). Except
for the case of pocked spheres, all size-dependencies of P,,.x show a minimum in
the x = 8-12 range. For instance, in the case of agglomerated debris particles, the
minimum occurs at x = 12; whereas, growth of Py . between x = 12 and 14 is
only slight. Therefore, one can suppose that the case of pocked spheres is not really
exceptional; instead, the profile Pyax vs.  a has minimum at x > 14 and is beyond
our calculated range.

Among four parameters describing the angular profile of linear polarization
presented in Figs. 2.13-2.15, phase angle of the maximum of positive polarization
Qmax has the most ambiguous dependence on size parameter x. In the case of op-
tically soft particles (Fig. 2.13), amax tends to decrease while x increases; whereas,
the common profiles are accompanied with significant oscillations. Nevertheless,
for particles with m = 1.6 4+ 0.0005z, it is very difficult to identify a systematic
behavior (see Fig. 2.14). Note that the significant oscillations are presented also on
the generally flat profiles amax vs. , corresponding to highly absorbing particles
(Fig. 2.15).

2.3.2.3 Linear and circular polarization ratios ur, and pc, and
geometric albedo A

In radar applications, two important parameters quantifying electromagnetic scat-
tering are the linear and circular polarization ratios py, and pc (e.g., Ostro, 1993;
Mishchenko and Liu, 2007; Zubko et al., 2008). In the case of a fully polarized inci-
dent light, the scattered light can be expressed as consisting of two fully polarized
components. One component has the same state of polarization as the incident
light and is often referred to as the co-polarized component. The cross-polarized
component is orthogonally polarized to the incident wave. In the case of linearly
polarized incident light, the linear polarization ratio is defined as the ratio of cross-
to co-polarized parts of the scattered light; whereas, for circularly polarized inci-
dent light, it is more convenient do define the circular polarization ratio as the ratio
of co- to cross-polarized parts of the scattered light (Ostro, 1993). In terms of the
Mueller matrix elements the ratios are expressed as follows (e.g., Mishchenko and
Liu, 2007):

_ My — Mo My + My
My +2Mig + Moy’ pe= My — My

(7)

ML
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Obviously, in the general case, both ratios depend on phase angle «. However,
in radar applications, the most frequently used case corresponds to backscatter-
ing « = 0°. Note that, for such specific geometry of electromagnetic scattering,
averaging over an ensemble of sample particles and/or their orientations provides
Mo = 0. Therefore, the definition for pj, in eq. (7) can be simplified. Accord-
ing to radar measurements of all planetary targets, ur, < 1 and pr, < pc (Ostro,
1993). Moreover, as shown in previous studies of agglomerates of perfect spheres
(e.g., Mishchenko and Liu, 2007; Mishchenko et al., 2009) and irregularly shaped
compact and fluffy particles (Zubko et al., 2008), the same relations hold true for
targets comparable with wavelength. It is interesting that at exact backscattering,
the ensemble of independent randomly oriented dipoles result in p;, = 1/3 and
uc =1 (Long, 1965; Ostro, 1993).

In the bottom panels of Figs. 2.13-2.15, we show data for the linear (left) and
circular (right) polarization ratios of irregular particles with different morphology.
The relationships pp, < 1 and py, < pc found for planetary targets, agglomerates
of spherical and non-spherical grains, and independently scattering dipoles remain
valid for all morphologies, refractive indices m, and size parameters x, presented
in the current review. For instance, the ratio of linear polarization uj, remains less
than 0.5. In the case of optically soft particles (see Fig. 2.13) ur, grows almost
monotonically with . To a large extent, such behavior can be found for m =
1.6+0.0005¢ (Fig. 2.14). However, in the latter case, there are some exceptions; the
most visible of them being for the debris of spheres. In the case of highly absorbing
particles (Fig. 2.15), the size-dependencies of yj, for all particle morphologies are
not monotonic, having a maximum in the range x = 6-12. Note that in the case
of high material absorption, the amplitude of curves uy, vs. = is systematically less
than in the case of weak material absorption.

As mentioned previously, the circular polarization ratio pc systematically ex-
ceeds the linear polarization ratio ug; however, it remains less than 2 for the case
of weak absorption, and 1 for highly absorbing particles. The profiles uc vs. = are
consistent with those for u1,. In particular, from Figs. 2.13-2.15, one could conclude
that for a given morphology of irregular particles and refractive index m, curves
for pc and py, are different only by a scaling factor.

Another parameter of light scattering by single particles defined at a = 0° is the
geometric albedo A. This parameter describes the ratio of the intensity backscat-
tered by the particle to that scattered by a white disk of the same geometric cross-
section G in accordance with Lambert’s law (e.g., Hanner et al., 1981; Hanner,
2003):

M11(00)7T
A= 2a (8)

Here, M71(0°) is the corresponding element of the Mueller matrix at o = 0° and &
is the wavenumber. In other words, the geometric albedo A equates to the backscat-
tering efficiency of target particles.

As one can see in Fig. 2.16, the geometric albedo A is substantially varied
through the range of size parameter = 2—14. In general, the profile A vs. x has one
of two distinctive features. The geometric albedo A may continuously grow with size
parameter x, as in the case of optically soft particles and random Gaussian particles
and both types of fluffy particles with m = 1.6 + 0.0005¢. Alternatively, the size-
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shaped particles. The top panels show the case of m = 1.313 4+ 07, the middle panels show
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dependence of A may be non-monotonic, having a maximum in the range x = 2-8.
Note that all the highly absorbing particles reveal a maximum in their geometric
albedo A in the z = 24 range; whereas, rough-surface spheres, strongly damaged
spheres, and debris of spheres produce maximum A at larger size parameters x ~ 8.

We note that the differences in the overall amplitude of albedo for parti-
cles with different refractive indices m are especially great. For instance, the
highest geometric albedo A (up to 0.6) is produced by irregular particles with
m = 1.6 4+ 0.00057. Simultaneously, optically soft particles present a moderate am-
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plitude in curves A vs. z (up to 0.18); whereas, the lowest albedo (up to only 0.04)
can be found for highly absorbing particles. Interestingly, the lowest geometric
albedo for particles with m = 1.6 + 0.0005¢ observed at x = 2, is nearly coincident
with the highest albedo for particles with m = 1.5 4+ 0.1i. Note, the geometric
albedo of cometary dust particles averaged over the entire coma is estimated as
A = 0.05 (Hanner, 2003). As one can see in Fig. 2.16, such a low geometric albedo
can be obtained with either very small (2 < 2) or highly absorbing particles. How-
ever, the average coma produces a NPB at small phase angles (e.g., Kiselev and
Chernova, 1981; Chernova et al., 1993; Hadamcik and Levasseur-Regourd, 2003),
which is inconsistent with small particles (see Figs. 2.13-2.15 for size-dependences
of Ppin). Therefore, low geometric albedo A of cometary dust particles suggests
high absorption material.

2.4 Conclusion

In the present review, we have presented and discussed numerous aspects of light
scattering by irregularly shaped particles having different morphologies and sizes
comparable with the wavelength of incident radiation. Almost all characteristics of
light scattering substantially depend on the morphology, constituent material, and
size of particles. One principle goal is to make some principal characterization of
the target particles (such as, the packing density, degree of absorption, real part of
refractive index and size parameter ) from their light scattering. Of course, some a
priori information on target particles will significantly simplify the remote-sensing
inversion.

In general, the differential light-scattering parameters are more sensitive to
the physical properties of particles than are the integral parameters. One of the
most informative characteristic of light scattering is the angular dependence of
the degree of linear polarization. In particular, the presence of the NPB at small
phase angles indicates the particles are comparable with wavelength. Moreover,
the shape of NPB and location of the polarization minimum o,y strongly and,
more or less predictably, depend on the size parameter of the particles; whereas,
a simultaneous analysis of characteristics of NPB and positive polarization branch
(PPB) at intermediate phase angles can be used to retrieve material absorption.
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3 Finite-difference time-domain solution of light
scattering by arbitrarily shaped particles and
surfaces

Wenbo Sun, Gorden Videen, Qiang Fu, Stoyan Tanev, Bing Lin, Yongxiang Hu,
Zhaoyan Liu, and Jianping Huang

3.1 Introduction

The scattering and absorption of electromagnetic waves by irregularly shaped par-
ticles and arbitrary surfaces occur in the atmosphere, ocean, and optical devices.
In this chapter, we present the finite-difference time-domain (FDTD) method [1-6]
that can be used to calculate light scattering by arbitrary particles and surfaces.
The FDTD technique is a numerical solution to Maxwell’s equations and is for-
mulated by replacing temporal and spatial derivatives in Maxwell’s equations
with their finite-difference equivalences. This method can be accurately applied
to general electromagnetic structures including arbitrary particles and surfaces.
The FDTD technique has been successfully applied to calculate light scattering
and absorption by particles of different shapes in free space [5] and in absorbing
medium [6]. Recently, an advanced FDTD model to calculate the interaction of
electromagnetic radiation with arbitrary dielectric surfaces has been developed [7].
In the following sections, these FDTD light-scattering models are reviewed.

3.2 Finite-difference time-domain method for light
scattering by particles

Remote-sensing studies require precise knowledge of scattering and absorption by
non-spherical particles. To date, however, except for some simple particle shapes,
such as spheres [8], double-sphere systems [9,10], spheroids [11,12], circular cylin-
ders [13,14], Chebyshev particles [15,16], finite circular cylinders [17-19], and cube-
like particles [20,21], analytic solutions are not available for light scattering by ir-
regularly shaped particles. In the small particle limit, the Rayleigh theory [22] and
the quasi-static approximation [23] can be applied, and when the size parameter is
larger than ~40, the geometric optics method [24] can be used for non-spherical par-
ticles. However, in the resonant region [25], these methods completely break down.
To obtain accurate solutions for light scattering by particles of arbitrary shapes,
numerical approaches such as the discrete dipole approximation [26] (DDA) and
the FDTD algorithms [5,6] have been developed.

A.A. Kokhanovsky (ed.), Light Scattering Reviews 6: Light Scattering and Remote Sensing 75
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Pioneered by the research of Yee [1] and many other electrical engineers, the
FDTD solutions of Maxwell’s equations have been applied extensively to elec-
tromagnetic problems such as antenna design, radar cross-section computation,
waveguide analysis, and some other open-structure problems. This method can
be applied accurately to general electromagnetic structures including particles of
arbitrary shapes [5, 6].

3.2.1 Scattered/total-field finite-difference time-domain method

The FDTD technique can be used to calculate the electromagnetic scattering and
absorption in the time domain by directly solving the finite-differenced Maxwell’s
equations [1-6]. The spatial and temporal derivatives of the electric and magnetic
fields are approximated using a finite-difference scheme with spatial and temporal
discretizations selected to limit the numerical dispersion errors and ensure numer-
ical stability of the algorithm [3]. The scatterer is embedded in a finite compu-
tational domain bounded by a truncation boundary [27-36]. The electromagnetic
properties of the scatterer and the host medium are specified by assigning the
permittivity, permeability, and conductivity at each grid point. A time-stepping it-
eration is used to simulate the field variation with time. The time series at each grid
point is transformed into the fields in frequency domain using the discrete Fourier
transform (DFT) [5,6]. The scattering and absorption quantities are calculated
with the fields in the frequency domain.

The FDTD scheme with the split-field perfectly matched layer (PML) absorbing
boundary condition (ABC) [33,34] was applied successfully to calculate the light
scattering and absorption by optically thin particles with size parameters as large as
40 in a free space [5], which was the first accurate FDTD result for light scattering
by particles with such size parameter. The same scheme also has been used to
calculate light scattering and absorption by particles with refractive indices as
large as 7.1499 + 2.914i [37]. In this section, we will review the FDTD technique,
which is suitable to calculate light scattering and absorption by particles embedded
in a more general host medium, one that can be absorbing (with non-absorbing as
its special case) [6].

In the finite-difference time-domain-algorithm, the field updating equations are
simply the finite-difference correspondences of Maxwell’s equations in the time
domain:

oH
V x B = —,U/E, (21&)
OFE
VXH—EE, (21b)

where p and € denote the absolute permeability and absolute permittivity, respec-
tively. Assuming the absolute permeability and absolute permittivity in vacuum
are ug and €g, respectively, the absolute permeability and absolute permittivity
of a medium can be expressed as p = p'pg and € = €’eg, where i/ and & denote
the relative permeability and relative permittivity, respectively. Since the (relative)
refractive index m = (¢/p/)'/? and for non-ferromagnetic medium p' = 1, the real
and imaginary parts of € can be expressed by the real and imaginary parts of m
in the form e/ = m? — m? and ¢, = 2m,m;, respectively.

.=
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Following Sun et al. [5] the explicit finite-difference approximation of Maxwell’s
equations can be derived by assuming that the time-dependent part of the electro-
magnetic field is exp(—iwt), so the electric and the magnetic fields can be written
in the form

E(z,y,2,t) = E(x,y, 2) exp(—iwt), (2.2a)

H({E7y, Zat) = H(xvyv Z) eXp(_th)ﬂ (22b)

where w is the angular frequency of the light. Inserting Egs. (2.2) into Eq. (2.1b)
we have
V x H(Iaywz) = —iw(er +€ii)E(Ivyaz)7 (23)

where ¢; and ¢, are the absolute imaginary and real permittivity, respectively.
Multiplying Eq. (2.3) with exp(—iwt) and using Egs. (2.2), we obtain

OE t
V x H(z,y,2,t) = we;E(x,y, 2, t) + eT%. (2.4)
Equation (2.4) can be rewritten in a form
t 0 tE t
LZ(T )Y % Hz, y, 2 1) = AP0 )at(x’y’z’ Iy (2.5)
™

where 7 = we; /e,.. Using the central finite-difference approximation for the tempo-
ral derivative in Eq. (2.5) over the time interval [nAt, (n+ 1)At], we have
n+1 n At
E" (z,y,2) =exp(—TAOE" (z,y, 2) + exp(—TAt/2)—V

r

x H'H2(2,y, 2), (2.6)

where At is the time increment and n is an integer denoting time step. Eq. (2.6)
shows that the electric and magnetic fields are evaluated at alternating half time
steps.

By discretizing Eq. (2.1a) over the time interval of [(n — 1/2)At, (n+1/2)At],
which is a half time step earlier than the time step when the electric field is evalu-
ated, we have

At
20y, 2) = B2 (0, 2) = 00 < B (1, 2). (27)

Furthermore, the spatial derivatives in Egs. (2.6) and (2.7) can be approximated
by the ratio of fields’ differences at discrete spatial points and the spatial increment
(As). For example, in a Cartesian grid system the x components of magnetic and
electric fields, e.g., are in the forms

HM Y2065+ 1/2,k +1/2)
At
(i, j+1/2,k+1/2)As
X [EMi,j+1/2,k+1) — BN (3,5 + 1/2,k) + E2(i, j, k + 1/2)
— EMi,j+1,k+1/2)], (2.8a)

=H" Y205+ 1/2,k+1/2) +
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) ) i(14+1/2,5,k)
E™(i+1/2,5,k) = _ i+ 12,5k
P20 = e | - SR
Ei(i—‘rl/Q,j,k) At

€T(Z+1/27]ak) €T(7’+1/2ajvk)A5

X [H 24 1/2,5,k = 1/2) = HEP PG4 1/2,5,k4+1/2)

wAt} EMi+1/2, 4, k)

+ exp {— wAt/2}

where I, E,, E, and H,, H,, H, denote electric and magnetic components,
respectively. To guarantee the numerical stability of the FDTD scheme in the ab-
sorbing medium, we use At = As/2¢, where c is the light speed in free space. This
is a more strict stability criterion than the Courant—Friedrichs—Levy condition [2].
The coordinates (4, j, k) denote the center positions of the cubic cells in the FDTD
grid. The positions of the magnetic and electric field components on a cubic cell
are shown in Fig. 3.1.

)
T
)
= o
= Hy(i-1/2,,k+1/2)
N 2 — =
\\"\’ e \{\r 3
¢ 4 & =
AR / L d
> S Hy(i+12§,k+1/2) & =
A A N T
i T .
_ : : =z
) 4 I .
— i K 1 + ,’
iy > z A | B2k
=1 I ¥ P
. K4
o
R

Hy(i+1/2,,k-1/2)

X

Fig. 3.1. Positions of the electric- and the magnetic-field components in an elementary
cubic cell of the FDTD lattice.

Note here that, when the host medium is a free space, the FDTD field updating
equations have no difference from those for a non-free host space [5]. The host
medium is integrated in the computational domain by assigning the host material
properties at the grid points outside the scattering particle.
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3.2.2 Incident wave source conditions for open dielectric medium space

On the FDTD grid points, we use the total- and scattered-field formulation [29,
38,39] to excite the magnetic and electric fields in order to simulate a linearly
polarized plane wave propagating in a finite region of a homogeneous dielectric
medium. In this formulation, a closed inner surface is assumed in the computational
domain. Based on the equivalence theorem [38], the existence of wave-excitation
in the spatial domain enclosed by the closed inner surface can be replaced by
the equivalent electric and magnetic currents on the inner surface. If there is a
scatterer inside the closed surface, the interior fields are the total fields (incident
and scattered) and the fields outside are just the scattered fields. In this study,
on a rectangular closed interface between the total- and scattered-field zones as
shown in Fig. 3.2, the magnetic and electric wave sources are implemented. For
example, in a host medium the x components of the magnetic and electric fields
on the rectangular faces of the closed interface are as follows [3,6]:

a
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= i
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Fig. 3.2. Configuration of the one-dimensional auxiliary FDTD grid and the closed rect-
angular interface of the total field and scattered field. Here i, and i; denote the start and
end positions of the total-field space, respectively, in the x direction; j, and j, denote the
start and end positions of the total-field space, respectively, in the y direction; and k.,
and k;, denote the start and end positions of the total-field space, respectively, in the z
direction.
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Note that in Egs. (2.9) and (2.10), {Hy"/2(i, j, k) }2.80) and {EPT2(i, 1, k)} 2.00)
denote the magnetic and electric fields directly from Egs. (2.8a) and (2.8b), re-
spectively. The incident fieldE'; ., El;,. andH,’ /2 H:;t/ ® in Egs. (2.9) and
(2.10) are from the linear interpolation of the fields produced by an auxiliary one-
dimensional FDTD scheme. This interpolation treatment numerically can signifi-
cantly reduce the computational time for obtaining incident fields at the grid points
on the total/scattered-field interface. This scheme can simulate the propagation of
an incident plane wave on the one-dimensional grid starting at m = 0 (origin
of the 3D grid) and stretching in the incident direction to a maximum position
M = Mmax, a8 shown in Fig. 3.1. The incident wave vector k;,. is oriented with a
zenith angle # and an azimuth angle ¢. The parameter mpyaxis chosen to be half
of the total simulation time steps for the incident wave propagation in a dielectric
medium. Because we cannot use a transmitting boundary condition (TBC) in the
medium that is absorbing for the truncation of the one-dimensional spatial domain,
the selected mpyax value is necessary so that no numerical reflection occurs at the
forward end of the one-dimensional domain before the 3D FDTD simulation ends.
A Gaussian-pulse hard wave source is positioned at the one-dimensional grid point
m = 2 in the form [3-6]

BN (m=2) = exp [_ (i%()tAt _ 5)2] . (2.11)

Using the hard wave source rather than a soft one [3] at m = 2, the field at the grid
points m = 0 and 1 do not affect the field at the grid points m > 2, therefore no
boundary conditions need to be considered at this grid end. In practice, Eq. (2.11)
cannot produce a perfect spatial Gaussian distribution in an absorbing medium.
The front part of the pulse becomes steeper, but the rear part becomes flatter in
the absorbing medium than in free space. However, the FDTD simulation does not
require a perfect spatial shape of the pulse. Any pulse which contains the required
frequency should be able to be used.

In a dielectric medium, assuming a plane wave is incident from the coordinate
origin to the closed interface of the total and scattered fields as shown in Fig. 3.2,
the one-dimensional FDTD equations are

H' Y24 1/2) = H' Y2 (m + 1/2)

inc inc

n At
vp(0 =0,0 =0)
u(m —+1/2)As [W]
% [Bite(m) = Efo(m+1)], (2.12a)

% [Hn+1/2(m o 1/2) _ H”+1/2(m + 1/2)], (212b)

inc inc
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where ¢;(m) and e,(m) denote the imaginary and real permittivity of the host
medium at position m, respectively, and p(m+1/2) is the permeability of the host
medium at position (m + 1/2). The equalization factor

(0 =0,0=0)
UP(97¢)

is a ratio of numerical phase velocities in the 3D FDTD grid. Using the same
spatial and temporal increments in the one-dimensional source and the 3D FDTD
simulations, the wave in the source grid would propagate more slowly than the
wave in the 3D grid. This is because the wave in the source grid behaves as if it
were on axis in the 3D grid. Therefore, if the incident wave is not in the direction
of the axis of the 3D grid, it is necessary to use an equalization factor to slightly
speed up the wave in the one-dimensional source grid to equalize the numerical
phase velocities of the incident wave in the 3D and one-dimensional source grids.
The equalization factor

<1

UP(H = 07 (b = 0)
Up<ea¢)

can be calculated using Newton’s method for a solution of the numerical dispersion
relation in the 3D FDTD algorithm [3].

3.2.3 Uniaxial perfectly matched layer absorbing boundary condition

When the medium between the target and the absorbing boundary is not free space,
the uniaxial PML (UPML) developed by Sacks et al. [35] should be used to truncate
the computational domain in the FDTD calculation. The UPML is a physical
model based on an anisotropic, perfectly matched medium. For a single interface,
the anisotropic medium is uniaxial and is composed of both electric permittivity
and magnetic permeability tensors. For the scattered/total field formulation of
the FDTD method, the conventional UPML formulations can be applied directly;
however, for the scattered-field formulation of the FDTD method, the UPML ABC
must be modified to account for the incident-wave source terms.

Generally, to match a UPML along a planar boundary to a isotropic half-space
characterized by permittivity € and conductivity o, the time-harmonic Maxwell’s
equations can be written in the form [36]:

V x H(z,y, 2) = (iwe + 0)SE(z, y, 2), (2.13a)
V x E(z,y,2) = —iwuosH(x, y, 2), (2.13b)

where 5 is the diagonal tensor defined by

s;1 0 0 s, 0 0 s, 0 0
5=10 5,0 0 sy_l 0 0 5.0
[0 0 s 0 0 s 0 0 st
[ sys.5;1 0 0
=10 sxszs;1 0 , (2.14)
| 0 0 S4SyS,
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where

Og Oz

iu}&o ’

Sy = Kz

Ty
Sy = ky +——, and s, =K, + .
WweQ WeQ

Note here that the UPML properties (k3, 04), (ky, 0y), and (K., 0,) are independent
of the medium permittivity ¢ and conductivity o, and are assigned to the FDTD
grids in the UPML with the following strategy: (1) at the &, and zyax boundaries,
oy =0, =0 and Ky, = K, = 1; at the ymin and Yymaxboundaries, o, = 0, = 0 and
Ky = K, = 1; at the zyin and zmaxboundaries, o, = 0, = 0 and &, = Kk, = 1; (2)
at the Timin, Tmax and Ymin, Ymax overlapping dihedral corners, o, = 0 and x, = 1;
at the Ymin, Ymax and Zmin, Zmax overlapping dihedral corners, o, = 0 and k, = 1;
at the Zmin, Zmax and Tmin, Tmax overlapping dihedral corners, oy = 0 and Ky = 1;
(3) at all overlapping trihedral corners, the complete general tensor in Eq. (2.14) is
used. To reduce the numerical reflection from the UPML, several profiles have been
suggested for grading (ksz,0;), (ky,0y) and (k.,0,) when they do not adopt the
aforesaid specific values. In practice, a polynomial grading of the UPML material
parameters is used; e.g., we can simply specify (k,,0,) as [36]

Hﬂi(x) =1 + (x/d)m("iamax - 1), (2.15&)
UI(‘%.) = (x/d)mo—z,maxa (215]3)

where z is the depth in the UPML and d is the UPML thickness in this direction.
The parameters £z max and 0z max denote the maximum x, and o, at the outermost
layer of the UPML; e.g., considering an x-directed plane wave impinging at angle
0 upon a PEC-backed UPML with polynomial grading material properties, the
reflection factor can be derived as [33]

2cosf [ 204, maxd cos f
R(@) = exp |:_ €oC /0 U(m)d.’l;:| =exp |:— W . (216)

Therefore, with a reflection factor R(0) for normal incidence, 04 max can be defined
as
1 1
Oz,max = — (m ha )632 H[R(O)] . (2'17)

As an accurate approach, R(0) can be 1072 to 107°, and iz max can be a real
number from 1 to 30.

In this study, we implement the UPML only in the boundary layers to reduce
the memory and CPU time requirement. In the non-UPML region, the common
FDTD formulations of Eq. (2.8) are used.

To obtain explicitly the updating equations for the magnetic field in the UPML
using Eq. (2.13b), the three components of an auxiliary vector field variable B are
introduced as [36]

x

Ba(z,y,2) = u(j) Hy (2,9, 2), (2.182)

By(z,y,2) = ﬂ(?)Hy(m,y,z), (2.18b)

Yy

Buta2) = n( 22 ). (o 2) (2.15¢)

z
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Then Eq. (2.13b) can be expressed as

OEy(z,y,2) OE.(x,y,%)

9z Oy 0 0 By )
Sy z\T, Y, 2
aEz((;ay,z)_@EI(;:,y,Z) P By(z,y,2) | . (2.19)
x z 0 0 s, | | B.(z,y,2)
OB, (z,y, 2) B OEy(z,y, 2)
ay ox

On the other hand, inserting the definitions of s;, s, and s, into Eq. (2.18) and
reformulating yields the following:

(iwm + ?)Bw(x,y, z) = (iwﬁz + Zz)uHx(x,y, z), (2.20a)
0 0

(iwﬁy + Zy)By(x,y, z) = (iw,‘% + ?)MHy(a:,y, z), (2.20b)
0 0

(iwnz + ZZ)BZ(L@/, z) = (iumy + ?’)MHZ(%y, z). (2.20¢)
0 0

Applying the inverse Fourier transform using the identity iwf(w) — 9f(t)/0t to
Egs. (2.19) and (2.20) yields the equivalent time-domain differential equations:

8Ey<xay7zat) _ aEz(xa y, Zat)

0z %y 00 B t
OB.(z,y,2,t) OB (z,y,2t) | _ 0 | o(@8:21)
— =— |0 Kk, O By(z,y,z,t)
ox 0z ot
0 0 &y Bz(z,y,z,t)
8Ex('rayazvt) _ aEy(SC,y,Z,t)
dy Ox
1| ov 0 0 B, (z,y,2,t)
+—10 0,0 By(z,y,z2,t) |, (2.21)
010 0 op | | Balz,y,zt)
3Bz($ay72;t) Ox aH:v(%yath) Oz
x—  a, me sy d at = z— a, 7H93 IS 7t7
K pr +50 (z,y,2,t) = pk 9 +/~L50 (z,y,2,1)
(2.22a)
0B I,y7zat a OH x7y7z7t Oz
Kﬂ% + ?ZBy($7y,Z,t) = MKI% + MgHy(x?yazat)v
(2.22b)
3Bz($,y72’t) Oz 3Hz($,y72,t)

+ 7Bz(x7yazvt) = MK‘y

Oy
vy )
K 5 - 5t + "o 2(z,y,2,t)

(2.22¢)

After discretizing Eqgs. (2.21) and (2.22) on the Yee mesh points [1], we obtain the
explicit FDTD formulations for the magnetic field components in the UPML. For

example, we have
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BIY2(i,5 +1/2,k +1/2)

250/’61/ — O'yAt ~1/2/. - 2€0At/AS
= (= _v— ) gt/ 1/2,k+1/2 T
(260/<cy +oyAt) " (L7 +1/2k+1/2) + 2e0ky + oy At

X (BN (6,5 +1/2,k +1) — E"(i,j + 1/2,k) + E2(i, j, k + 1/2)
— E™i,j+ 1,k +1/2)], (2.23)

H Y25 4+1/2,k+1/2)

260”.2 70'ZAt n o
B (2ofi+aAt> 720+ 1/2, 5 +1/2)

1
(Y
2e0k, + 0, At

X [(2e0ke + 0x A)BPTY2(i 5 +1/2,k +1/2)
— (2e0k0 — 0, A B Y2(i, 5 +1/2,k 4+ 1/2)]. (2.24)

Similarly, for the electric field in the UPML, two auxiliary field variables P and Q
are introduced as follows [36]:

Py (2,y,2) = (szj)Ex(myz) (2.25a)
Py(z,y,2) = (ssj)Ey(xyz) (2.25D)
P.(z,y,2) = (smjy>Ez(x,y,z), (2.25¢)
Qu(w,2) = (;y)zamy,z» (2.26a)
Q) = () Pfeno) (2.26)
Qula2) = (1) P (2.260)

Inserting Eq. (2.25) into Eq. (2.13a), and following the steps in deriving Eq. (2.24),
we obtain the updating equations for the P components, e.g.

2e — oAt 2At/As
It i+1/2,5,k) = (———— | Pri+1/2,j 24t/48s
x [Hy P2 (i 4172, 5,k — 1/2) — Hy P2 (i 4+ 1/2, 5,k +1/2)
G HPTV2( 412,54 1/2, k) — HPPY2(+1/2,5 — 1/2,k)]. (2.27)

Similarly, inserting Eq. (2.26) into Eq. (2.13b), and following the steps in deriving
Eq. (2.24), we obtain the updating equations for the Q components, e.g.

20Ky — Oy At 2e
ntles 1 1/9 5 k) = [ 2500y T Tyt ne 179 0k I
Qi+ 172,50 = (20 it 1/200) + (o

x [PrHY(i4+1/2,5,k) — Py (i+1/2,4,k)]. (2.28)
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Inserting Eq. (2.25) into Eq. (2.26) and also following the procedure in deriving
Eq. (2.24), we can derive the electric field components in the UPML, e.g.
. . 2e0k, — 0, At . .
ErHl 1/2,5,k) = | ——Z2— | E" 1/2,4,k S ——
o (141/2,5,k) <2€0l€z +azAt> (04 1/2,0,k) + (25052 +02At>

X [(2e0ka + 02 ADQET (i +1/2,4,k) — (260k0 — 0, AD)QE(i +1/2, 4, k)].
(2.29)

Note that the absorbing host material properties ¢ and o in Eq. (2.27) explicitly
show that the host material properties are extended into the UPML. In other
words, the UPML matches the electromagnetic material properties of the truncated
domain.

Using the UPML for the truncation of the conductive media, 3 auxiliary arrays
for the magnetic field and 6 auxiliary arrays for the electric field are needed. By
applying the UPML scheme to the truncation of lossless media, we can use a dif-
ferent formulation to calculate the electric field components in the UPML where
only 3 auxiliary arrays are needed for the electric field.

3.2.4 Formulation of the single scattering properties

For light scattering by particles in free space, the far-field approximation for the
electromagnetic field is usually used to calculate the particle scattering and extinc-
tion cross-sections. The far-field approach also has been used by Mundy et al. [40],
Chylek [41], and Bohren and Gilra [42] to study scattering and absorption by a
spherical particle in an absorbing host medium. However, when the host medium
is absorptive the scattering and extinction rates based on the far-field approxima-
tion depend on the distance from the particle, which do not represent the actual
scattering and extinction of the particle. Recently, the single-scattering properties
of a sphere in a medium have been derived using the electromagnetic fields on the
surface of the particle based on Mie theory [43—46]. In this study we derive the
absorption and extinction rates for an arbitrarily shaped particle in an absorb-
ing medium using the electric field inside the particle. This method can generally
be applied to a particle in a medium with or without absorption. The absorption
and extinction rates calculated in this way depend on the size, shape and optical
properties of the particle and the surrounding medium, but they do not depend on
the distance from the particle, which is different from the far-field approximation
approach.[47,48]. In non-absorbing host media, the near-field solution and the far-
field approximation solution of the scattering and extinction cross-sections have no
difference. In a non-absorbing host medium, the scattered waves that flow in non-
radial directions in the near field, though they have complicated path, will finally
arrive at the far-field zone in radial direction without losing any energy. However, in
an absorbing medium the scattered radiation is absorbed in the absorbing medium
but it is not necessarily exponentially damped with the radial distance, especially
in the region near the particle. Therefore, in an absorbing host medium, the scatter-
ing and extinction cross-sections calculated with the far-field approximation have
a nonlinear relationship with the near-field ones. Although attention has been paid
to this problem [45], further studies are still needed to resolve this issue.
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The flow of energy and the direction of the electromagnetic wave propagation are
represented by the Poynting vector. In the frequency domain, a complex Poynting
vector can be written in the form

s=E x H", (2.30)

where the asterisk denotes the complex conjugate and E and H are the complex
electric and magnetic fields, respectively. To derive the absorption and extinction
rates of a particle embedded in an absorbing medium, we start from Maxwell’s
equations in the frequency domain:

V x H = —iw(e, + 1&,)E, (2.31a)
V x E =iwuH (2.31b)
So we have

V-s=V- (ExH")=H"-(VxXE)—E-(VxH")
=iw(pH -H* — ¢, E-E*) —we, E - E". (2.32)
For the convenience of the following discussion, we define the real and imaginary

permittivity for the particle as ;. and &y;, and for the host medium as e,,- and ey;,
respectively. The rate of energy absorbed by the particle is [6]

w, =~ 1Re [ f nest) d%}
e [ i AZG d?’f]

5] / c(©B(S) - B () dP, (2.33)

where n denotes the outward-pointing unit vector normal to the particle surface.
The surface and volume integrals are performed over the particle.

The total electric and magnetic field vectors E and H are the superposition of
the incident and scattered fields. Consequently, the scattered field vectors can be

written as
E,=E —E,, (2.34a)

H,=H-H,, (2.34b)

where E; and H; denote the incident electric and magnetic field vector, respectively.
Therefore the rate of energy scattered by the particle can be taken as

we = %Re [ﬁgn - (BEg % H:)d%}

%Re { # n- (B~ Eqg) > (H* — H7)] dzi}. (2.35)

Because both absorption and scattering remove energy from the incident waves,
the rate of the energy extinction can be defined as [6]
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We = Ws + Wgq

%Re { #n [(E—-E;) x (H* — H})] d2§} — %Re [#n (E x H*) d*¢

1
2Re[ﬂn-(Eifo—EixH*—ExH;‘)d2§]

;Re[///vV(EifoEixH*ExH’{)d“*g} (2.36)

In a similar derivation to that of Eq. (2.33), we can use Eq. (2.31) and Eq. (2.36)
to obtain [6]

We = Wq + Wy

- %//L [£44(€) + eni(©)] Re [Ei(€) - B (6)] d¢
B g ///v [e6(€) — enr(€)]Tm [Ei(€) - E* ()] d*¢
- %/// eni(§) [Ei(€) - B; (€)] d¢. (2.37)

Assuming the rate of energy incident on a particle of arbitrary shape is f, then the
absorption, scattering and extinction efficiencies are Q, = wo/f, Qs = (we—wy)/ f
andQ. = we/f, respectively. The single scattering albedo is consequently @ =
Qs/Q..

In an absorbing medium, the rate of energy incident on the particle depends
on the position and intensity of the wave source, the optical properties of the host
medium, and the particle size parameter and shape. Following Mundy et al. [40], if
the intensity of the incident light at the center of the computational domain is Iy
when no particle is positioned in the absorbing medium, the rate of energy incident
on a spherical scatterer centered within the 3D computational domain is

2ma?
f= 2 Io[1+ (n—1)e"], (2.38)
where a is the radius of the spherical particle, n = 4mwamp;/Ao and Iy =

%(mhr/Cﬂ)|Eo|2, Ao is the incident wavelength in free space, my, and my; are
the real and imaginary refractive index of the host medium, respectively, and |Ep|
denotes the amplitude of the incident electric field at the center of the 3D com-
putational domain. For non-spherical particles, the rate of energy incident on the
particle may only be calculated numerically.

The scattering phase function represents the angular distribution of scattered
energy at a large distance from the scatterer, which can be derived using far-field
approximation. The scattering phase function and asymmetry factor are calculated
by using the 4 elements of the amplitude scattering matrix [49].

The amplitude scattering matrix for a particle immersed in an absorbing dielec-
tric medium is derived as follows. For electromagnetic waves with time dependence
exp(—iwt) propagating in a charge-free dielectric medium, Maxwell’s equations in
the frequency domain are
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V-D =0, (2.39a)
V-H=0, (2.39b)
V x E = iwuH, (2.39¢)
V x H = —iwD, (2.39d)

In this study, we define the material properties of the host medium as the back-
ground permittivity and permeability. So the electric displacement vector is defined
as

D=¢,E+ P =c¢E, (2.40)

where P is the polarization vector. Therefore, Egs. (2.39a) and (2.39d) can be
rewritten as

V.E=-1v.pP, (2.41a)
€h
V x H = —iw(e, E + P). (2.41b)

Using Egs. (2.39¢), (2.41a) and (2.41b) in evaluating V x (V x E) yields a source-
dependent form of the electromagnetic wave equation

S

(V2 +k;)E =
€h

[k;P +V(V-P)], (2.42)
where kj, = w,/l€y, is the complex wave number in the host medium. Using the unit
dyad II = xx + yy + zz (where x,y and z are unit vectors in z, y and z direction,
respectively), we can rewrite the polarization vector P as IT-P, therefore Eq. (2.42)
can be rewritten as

(V2 +k7)E = (kI1 4+ VV) - P. (2.43)

1

€n
Note that based on the definition in Eq. (2.40), we have P = (¢ — ¢5,)E, which
means P is nonzero only within the particle. The general solution for Eq. (2.43) is
given by a volume integral equation in the form[50]

ER)=EyR) + /// G(R, ) (FIIL+ Ve V) - (P/ey) d*¢, (2.44)

where Eo(R) mathematically can be any solution of (V2 + k2)E = 0, while phys-
ically the only nontrivial solution is the incident field in the host medium. The
domain of the integration v is the region inside the particle, and G(R, &) is the 3D
Green function in the host medium

exp(ikn|R — £|)

(2.45)

The scattered field in the far-field region can be derived from Eq. (2.44), i.e.

B (Dl = LR [[[1XE ] () rir Bl expl-iture) e
(2.46)
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To calculate the amplitude scattering matrix elements, the scattered field is de-
composed into the components parallel and perpendicular to the scattering plane
as shown in Fig. 3.3 [4]. So we have

E.(R) = oE, .(R) + BE, s(R). (2.47)

Z/

R Scattering
plane

\ 4

Incident wave

Fig. 3.3. Incident and scattering geometries for the far-field formulation.

Based on the definition of the amplitude scattering matrix, we can write the
transformation equation for light scattering by particles as

Eso(R) ) _ exp(iknR) [ s2 s3] ( Eoa (2.48)
Es,ﬁ(R) —ikp R S4 81 Eo’ﬁ ’ ’
where Fy , and Ey g are the parallel and perpendicular incident field components

with respect to the scattering plane. Fy, and Ep g are related to the z-polarized
and y-polarized incident fields used in the FDTD simulation with

EOa IB'X _/By:|<E0y>
’ = ’ . 2.49
(£ )=153 5% (B (249)
Rewriting Eq. (2.46) in a matrix form yields
Es a(R) k}% eXp(Zth) /// 5(5) « - E(f) . 3
, — —1 —ikpr - €) d°€.
(Eom ) =00 o Len B B(g) ) P S
(2.50)
From Eqgs. (2.48)—(2.50), we can derive the amplitude scattering matrix as [3]

[32 53}:[F%y Fa,x}[ﬂ-x ﬂ'Y]7 (2.51)

S4 81 gy Fg, -8By B-x



3 Finite-difference time-domain solution of light scattering 91

where 3 denotes the unit vector perpendicular to the scattering plane, and x and y
are the unit vector in the x and y directions, respectively, as shown in Fig. 3.2. The
quantities Fy 5, Fj, and Fy,, Fg, are calculated for xz-polarized incident light
and y-polarized incident light, respectively, in the forms [50]:

(1) for z-polarized incident light,

(F2) = f[[-22) (558 om0 sm

(2) for y-polarized incident light,

(EM)ZZMS/X/:__ig:<g:gg;>“WF%M“ﬂd%. (2.52b)

In Eq. (2.52), kr, = w\/pey, and €y, is the complex permittivity of the host medium.
r is the unit vector in the scattering direction, « is the unit vector parallel to
the scattering plane, and § X a = r. When ¢, = ¢ and p = pg, Eq. (2.52) will
degenerate to a formulation for light scattering by particles in free space.

—_

3.2.5 Numerical results

In principle the FDTD method can be accurately applied to particles of arbitrary
shapes. However, there are numerical errors involved in the FDTD technique. These
errors can be attributed to the numerical dispersion of the finite-difference analog,
the approximation of a specific particle shape by a pseudostructure constructed
by cubic grid cells, the representation of the near field by the discretized data
that do not account for the field variation within each cell, and the reflection
from the truncation boundaries. Conventionally, the accuracy of the FDTD method
is evaluated by comparing the FDTD results with exact solutions for spherical
particlesf[5]. This has been standard practice for numerical techniques like the
FDTD and DDA algorithms because an exact solution exists for these particles
by which a comparison can be made. Since these particles have morphology that
both excites strong resonances and is not easily replicated by a Cartesian grid,
the errors in such comparisons are significantly higher than are achieved for non-
spherical particles [51]. Figure 3.4 shows the phase-matrix elements for a spherical
particle with a size parameter of 2wa/Ag = 56.55, where a is the radius of the
spherical particle and A is the incident wavelength in free space. The black curves
are computed with Mie theory and the red curves are the FDTD results. The host
medium is free space and the refractive index of the particle is 1.0893 + 0.18216i.
In the FDTD calculations, a FDTD cell size of As = A¢/30 is used. The extinction
efficiency @Q., scattering efficiency s, absorption efficiency @,, asymmetry factor
g and the errors of the FDTD results are listed in Fig. 3.4. We can see that the
FDTD results are very close to the exact Mie solutions.

To demonstrate the applicability of the UPML FDTD scheme for light scatter-
ing by a non-spherical particle embedded in an absorbing medium. We assume a
phytoplankton cell with a shape of a spheroid which can be described by a surface

function ) ) )
T z
S5 =L
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Fig. 3.4. The nonzero phase matrix elements for a spherical particle with a size parameter
of 2ma/Ao = 56.55, where a is the radius of the spherical particle and A¢ is the incident
wavelength in free space. The host medium is free space and the refractive index of the
particle is 1.0893 4 0.18216i.

where a, b, and c are the half axes of the spheroid with a = 3b = 6¢. As shown in
Fig. 3.5, the light is incident on the spheroid in a direction with a zenith angle of
45° and an azimuth angle of 45°. The size parameter of the spheroid is defined by
its half axis a, and 2ma/Ao = 30. The host medium is assumed to have a refractive
index of 1.34 and 1.34 + 0.05i. The refractive index of the phytoplankton cell is
assumed to be 1.407. Figure 3.6 shows some of the azimuthally averaged elements
of the scattering phase matrix for the spheroid and incidence geometries illustrated
in Fig. 2.5. A FDTD cell size of As = X\¢/30 is used in this simulation. We can
see that the absorption by the host medium affects the phase function of the non-
spherical particle significantly, similar to what was found in Fu and Sun [45] for
spherical particles.

Numerical techniques like the FDTD are ideally suited for solving the light scat-
tered by irregularly shaped particles. Figure 3.7 shows sample Gaussian particle
shapes [52] with a correlation angle of I" = 30° and relative standard deviation o
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Incident direction

Fig. 3.5. Configuration of a spheroid with half axes a, b, and c. The light is incident on
the spheroid in a direction with a zenith angle of 45° and an azimuth angle of 45°.

as: (a) 0.0, (b) 0.05, (¢) 0.1, (d) 0.2, (e) 0.4, and (f) 0.8. The nonzero elements of the
scattering phase matrix as functions of scattering angle calculated with the FDTD
technique for these single, randomly oriented Gaussian ice particles are given in
Fig. 3.8 [52]. The incident wavelength A = 0.55 um and the refractive index of ice
at this wavelength is 1.311. The particle size parameter z = 2wa/\ = m, where
a denotes the mean half-size of the particle. In the FDTD calculation, a spatial
cell size of A/20 is used. We can see that with the increase of the surface defor-
mation, the strong oscillations in the conventional phase function (P11) gradually
disappear. This is a very important finding that can greatly simplify the modeling
of the radiative transfer in ice clouds. The degree of linear polarization P12/P11
also shows a smooth trend with increasing surface deformation, which suggests the
linear polarization properties of irregular ice crystals are significantly different from
those of spherical cloud particles. The differences in linear polarization properties
between spherical and non-spherical particles may help in the development of meth-
ods to detect cloud phase using polarized sensors. The ratios of other elements to
P11 also demonstrate a reduced oscillatory pattern when surface deformation in-
creases, except in element P22/P11. Most significant is the shape of the normalized
polarization matrix elements (P12/P11, P33/P11, P43/P11, and P44/P11) when
the particle shape becomes extremely irregular (o = 0.8). These elements in this
case bear a very strong resemblance to those of a Rayleigh sphere.
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Fig. 3.6. The azimuthally (around the incident direction) averaged elements of the scat-
tering phase matrix for the spheroid and incidence geometries illustrated in Fig. 3.5.

3.3 FDTD method for electromagnetic beam interaction
with surfaces

The interaction of electromagnetic radiation with arbitrary dielectric surfaces is
one of the major issues for terrestrial or extraterrestrial remote-sensing applications
[63]. It is of significant importance in various other fields of applied physics and
detection engineering, such as measurement of surface defects or contamination
[54], characterization of particles over a rough surface background [55], and non-
invasive detection of concealed targets such as improvised explosive devices (IEDs)
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Fig. 3.7. The sample Gaussian particle shapes. The correlation angle I" = 30° and the
relative standard deviation o is chosen as: (a) 0.0, (b) 0.05, (c) 0.1, (d) 0.2, (e) 0.4, and
(f) 0.8.

[56]. Some modern detection techniques of biological particles, based on surface
enhanced Raman scattering (SERS) obtained as they pass near nanostructures
on surfaces, require an accurate analysis of the light scattering from the particle
near the nanostructure for signal optimization. Light illuminating these particles
emits SERS at chemically specific wavelengths, allowing accurate identification.
The signal intensity is dependent on the aerosol particle and surface composition
and morphology. Because SERS signals are relatively weak, precise measurement
or modeling of the elastic scattering fields are extremely important for obtaining
accurate Raman scattering signals.

One striking aspect of SERS-related research is that the great bulk of it is
performed experimentally. The reason for this is that no accurate method exists
to calculate the interaction of electromagnetic radiation with an arbitrary surface.
The frequently used algorithms on wave scattering from rough surfaces are pri-
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Fig. 3.8. The nonzero elements of the scattering phase matrix as functions of scattering
angle calculated with the FDTD technique for randomly oriented Gaussian ice particles.

marily analytical approximate approaches, such as the small perturbation model
(SPM) [57-60], the Kirchhoff approximation (KA) [60-62], the integral equation
method (IEM) [64-67], and other methods [68]. Such approximate approaches for
light scattering by rough surfaces have limited applicability when a precise descrip-
tion of the near field is required. For example, the SPM is valid only for surfaces
with roughness scale much smaller than the incident wavelength; whereas, the KA
is only valid when the surface roughness level is much greater than the wavelength.
When the surface roughness scale is similar to the wavelength, neither the SPM nor
the KA are applicable. Although the IEM model was developed to bridge the gap
between the SPM and the KA models, as an approximate method, its accuracy is
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still not sufficient to calculate the near fields accurately [68—72]. With the advance-
ment of computational capabilities, numerical light-scattering solutions such as the
finite element method (FEM) [73,74], the DDA [26,75,76], and the FDTD technique
[1-6,77,78] play important roles in the accurate calculation of electromagnetic wave
scattering. While some analytical methods based on the T-matrix algorithm are
extremely efficient at calculating light scattering from specific, relatively regular
morphologies such as spheres [79-84], cylinders [85-87], and other particles near
surfaces [88-92], these generally have limited applicability to real-world, non-ideal
systems. The DDA has been developed to calculate the light scattered from arbi-
trary surface structures. However, DDA has two shortcomings [93,94]: First, the
Green functions used in this algorithm are for dipoles placed above a planar sub-
strate. As such, the system is less general as it cannot be used to simulate substrates
that may have heterogeneities or grooves carved into them. And second, there can
be difficulties with convergence when the particles have very high complex refrac-
tive indices [95]. Since SERS applications generally address metallic structures on
metallic or semi-conducting substrates, this can be a problem. The discrete sources
method (DSM) also has been used successfully on surface irregularities, but it also
is ideally suited for surface structures on a planar substrate [96]. The FDTD algo-
rithm has been developed to study the interaction of electromagnetic waves with
arbitrarily shaped particles on surfaces [76]. While this algorithm has been opti-
mized to handle large complex refractive indices, like those used to generate SERS,
it is accurate only when the surface is illuminated normally; i.e., the direction of
the incident electromagnetic field is perpendicular to that of the substrate [97].
When this condition is broken, substantial errors result. These errors are especially
large in the near-field region, the region of most relevance to SERS studies.

In previous work [7], a novel absorbing boundary condition was developed to
truncate the computational domain of the scattered-field FDTD method [98-100],
which also can be applied accurately to any FDTD algorithms having source terms
in the field-updating equations. For light scattering by particles in free space, the
source terms exist only inside the particles, so a regular source-free boundary con-
dition is good enough. However, if the host medium is not free space, the source
terms in the scattered-field FDTD updating equations exist everywhere in the com-
putational domain, including the absorbing boundary. To maintain the continuity
of the electromagnetic fields crossing the interface between the regular computa-
tional domain and the absorbing boundary, the field updating equations inside the
absorbing boundary must also have source terms. With use of this novel bound-
ary condition, a scattered-field FDTD algorithm is developed for surface scattering
studies. Because the scattered-field FDTD equations include incident-wave source
terms, this FDTD algorithm allows the inclusion of an arbitrary incident source
beam. Therefore, this FDTD algorithm removes the normally incident plane wave
condition that restricts previously developed FDTD methods in surface studies.
The incident field can be a plane wave beam incident at non-normal angles with
respect to the surface or it can be a Gaussian beam like those emitted by lasers
commonly used in surface science, etc. This development provides a robust nu-
merical algorithm for arbitrary surface studies including the calculation of light
scattering from particles near nanostructures used for SERS detection.
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3.3.1 Scattered-field finite-difference time-domain method

The primary objective of this section is to review the FDTD computer algorithm
that can be used to calculate accurately the electromagnetic field in and around
a rough surface that may include heterogeneities. This FDTD algorithm includes
source terms, so that the incident electromagnetic field may be completely arbi-
trary; e.g., it will provide accurate scattered near fields from an arbitrary rough
surface illuminated by a non-perpendicularly incident, arbitrarily shaped beam. To
allow more flexibility in the specification of the form of the incident fields, such as
creating an incident beam to have arbitrary amplitude and phase at a given grid
point and propagating that beam to the material surface at any preferred angle,
we use the pure scattered field formulation of the FDTD equations rather than the
total field/scattered field formulation.

The total electromagnetic fields (E and H) can be decomposed as the sum of
incident fields (E* and H') and scattered fields (E* and H*) as

H=H*+H, (3.1a)

E = E° + E". (3.1b)

In a medium with a permittivity e, conductivity o, and permeability pg, Maxwell’s
equations for the total electromagnetic fields (E and H) and incident fields (E¢ and
H') can be expressed as

,U(]aaiI;fI =-V X E, (323)
ea—E +0E =V x H; (3.2b)
ot
and
OH? -
= — :E)2 2
Ho ot V x ) (3 C)
OE! ,
= H'. 2
€0 ot V x (3 d)

From Egs. (3.1) and (3.2) we can derive the scattered-field equations as follows:

oH* s
Ho ot = -V x E?, (3.38.)
OE? ; OE!
€5y +0E° =V xH* —oE"' — (¢ — &) T (3.3b)

The pure scattered field FDTD method is simply a discretization of Egs. (3.3a) and
(3.3b). The continuous space and time (z, y, z, t) is replaced by discrete spatial
and temporal points, and the field components are calculated only at these discrete
points. In a Cartesian grid system the z components of the magnetic and electric
fields, e.g., are in the forms [100]
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, , At
Hy" 205+ 1/2,k+1/2) = HY" V(0,5 +1/2,k+1/2) + —
HoAs
x [By™(i,j+1/2,k+1) — Ey™(i,j +1/2,k) + E2" (i, j,k + 1/2)
— ES"(ij + 1,k +1/2)], (3.4a)

2e — oAt

E3™ i+ 1/2,4,k) = (25—1-<7At

) B i+ 1/2,5.K)

2e + oAt Y
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2At/A
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oAt , A
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2e — 2¢g , ) ) o .
N ooy ) BT+ 12,5, k) — B (i +1/2 4
(25+0At>[ 212, k) = BRt(i 4+ 1/2, 5, k)], (3.4D)

where As and At denote the cubic cell size and time increment, respectively. To
guarantee the numerical stability of the FDTD scheme in the medium, we use
At = As/(2¢), where c is the light speed in free space. The indices (i, j, k) denote the
central positions of the cubic cells in the FDTD grid. The time step is denoted by
integer n. Note that the electric and magnetic fields are on different spatial positions
and are evaluated at alternating half time steps. The positions of the magnetic and
electric field components on a cubic cell are identical to those illustrated in Sun et
al [5].

In the calculation of the scattering patterns in Sun et al. [5,6,37,52,77,101,102],
the complex form of the uniform plane wave incident field is A exp(—ik-r), where
Ay is a constant vector, k is the wavenumber vector, and r denotes the spatial
position vector. In this study, we define an arbitrary incident beam as

E' = A(r) exp(—ik - 1), (3.5)

where A(r) is an arbitrary complex vector with functional dependence on spatial
position r. A(r) can be defined as any beam shape modulated in both amplitude
and phase as functions of location in the computational domain, such as a Gaussian
beam [103], Bessel beam [104], etc., depending on the application. In this study,
for simplicity and calculation efficiency, we define an artificial beam with

Ar) = Ao exp[— (g)] (3.6)

where p is the distance from a spatial point perpendicular to the central axis of the
incident beam, and ¢ is the half-width of the beam. The FDTD program requires
the incident field to be specified in the time domain, which is accomplished using

E'(r,t) = Re[A(r) exp(iwt — ik - 1)), (3.7)

where Redenotes the real value operation. The total field is the superposition of
the incident and scattered fields: E = E® 4+ E?. The simulation is run either until
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steady state if a continuous incident field is applied or until the pulsed response
fades within the computational domain if an incident pulse is used. The frequency-
domain values of the total fields and scattered fields are obtained from the discrete
Fourier transform (DFT) of the times series of the fields.

3.3.2 Scattered-field uniaxial perfectly matched layer absorbing
boundary condition

For applications in the scattered-field FDTD algorithm, Eqs. (2.6a) and (2.6b) also
must be modified into their scattered-field forms. Within the absorbing boundary
layers, Egs. (2.6a) and (2.6b) yield the following:

V x [H(z,y,2) + H (2,9, 2)] = (iwe + 0)5[E* (2,9, 2) + E(2,y,2)],  (3.8a)
V x [E*(z,y,2) + E'(z,y, 2)] = —iwuos[H (z,y, 2) + H (x,y, 2)]. (3.8b)

For the incident fields only,
V x H'(2,y, 2) = iweosE (2, y, 2), (3.8¢)
V x E'(z,y, 2) = —iwposH (2,7, 2); (3.8d)

thus,

V x H*(z,y,2) = (iwe + 0)5E* (2,9, 2) + [iw(e — o) + o]5E (2,9, 2),  (3.9a)
V x E°(z,y,z) = —iwpoSH (2, y, 2). (3.9b)

To obtain the updating equations for the scattered electric field in the UPML
using Eq. (3.9a), we introduce three components of an auxiliary vector field variable
P, three components of an auxiliary vector field variable Q°, three components of
an auxiliary vector field variables P?, and three components of an auxiliary vector
field variable Q°, respectively, in the form [6,7,36]

Pi(z,y,2) = <Sysz)E§(JJ,y,Z), (3.10a)
s S8y <
Py(x,y,z) = Sy Ey(x,%z), (310b)
S Sz Sy s
Pz(xﬂy’z) = Ez(‘r)yvz); (310C)
1
Qy(w,y,2) = (8>P§(x,y,2), (3.11a)
Y

Qy(z,y,2) = Pz, y, 2), (3.11Db)

7N
|
N——

Qi(x,y,2) = <1>Pj(x,y,z). (3.11¢)

Sz
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Py(x,y,2) = SySZ)E;(JU,y,Z), (3.12a)
7 SxSz i
Py(‘r7y7’z) = y Ey(xvyaz)7 (3.12b)
; SzS ,
le(x?yVZ) = ( y>E;(x7y;Z)7 (312C)
ER
. 1 _
Qu(z,y,2) = (S)P;(axy,Z), (3.13a)
y
) 1 i
Qy(z,y,2) = . Py(x,y,z2), (3.13D)
, 1 ‘
le(‘T,yaz) = <5>P;(x,y,z) (3136)
Then Eq. (3.9a) can be expressed as
[ aH;(‘Tay7Z) _ 6H§(I,y,2’) 1
0z Oy
P (z,y,2)
OH: (x,y,z OH (x,y, 2 . waTr
Z(axy )— (87;y ) = (iwe +0) | P;(z,y,2)
P (x,y,z
OH(r,y,2)  OH3(w.y,2) (®:3:2)
L dy Ox ]
Pi(x,y,2)
+ [iw(e —e0) + 0] | Pylz,y,2) | . (3.14)
P(z,y,2)

Applying the inverse Fourier transform to Eq. (3.14) and using the identity
iwf(w) — 9f(t)/0t, we find its equivalent time-domain differential equation as

[ OH,(z,y, 2) _ 0H:(w,y,2) | OP:(z,y, 2)
0z y ot
OH:(z,y,2) 0Hg(z,y,2) _ OP;(7,y,2) g
Ox 0z ot
OH3(z,y,z) OHy(x,y,2) 0P (z,y, z)
i 9y - Oz o
[ 0Pi(,y,2) |
T
+ (e —€0) or,(@.y,2)
ot
oP;(z,y,7)
L ot

P(z,y,2)
Py (r,y,2)
P2 (z,y,2)

Pi(z,y,2)

+o | Py(z,y,2)
Pi(z,y,2)

(3.15)
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The discretization of Eq. (3.15) yields the updating equations of P°. As an example,
the  component of P* can be expressed as

PR /2, k) = <25 — oAt 2At/As )

i By > LR 1/2. i k 24t/As
25+0At) 2" (041/2,5, )+(25+0At
X [Hj’nJrl/Q(,L- +1/2,5,k—1/2) — H;,n+1/2(i +1/2,5,k+1/2)
+HIT2( 4 1/2,5 +1/2,k) — HEY2(0 4172, - 1/2,8))

- (M) [Pazc’n+1(l+ 1/27]a k) +Px’ (’L+ 1/27]a k)]

28—280 i . . 1 . .
— [ = [PE" T (i 4 1/2 — P (i41/2 i 1
(2 250 ) i 12,0000 = PE" (i 1/2,5,0) (3.16)

Similarly, from Egs. (3.11a), (3.11b), and (3.11c), we can derive the updating equa-
tions for Q%, e.g.,

2e0ky — Oy AL 2e
s,n+1/,; 1/2. 7 k _ 0hvy Y s,n(,; 1/2 ]41 0
QY (i+1/2,5.k) Seony T o, AL Q" (i +1/2,5,k) + CE———T

x [Pt (i+1/2,5,k) — Py (i +1/2,5,k)). (3.17)

Inserting Eqgs. (3.10a), (3.10b), and (3.10c) into Egs. (3.11a), (3.11b), and (3.11c),
respectively, we can derive the electric field components in the UPML, e.g.,

2 z zAt . . 1
By i+1/2,5,k) = (W) EpM(i+1/2,5,k) + <>

2e0k, + 0, At 2e0k, + 0, At

x [(2e0ks + 0. A)QL" (i +1/2, 5, k) — (280K, — 0, ADQF™ (i +1/2, 5, k)]
(3.18)

In a manner similar to the derivations of Egs. (3.16), (3.17), and (3.18), we can
derive the updating equations for P? used in Eq. (3.16) from the known incident
field E* through the ancillary vector Q¢. For example, from Egs. (3.12a) and (3.12b),
the « component of Q? can be expressed as

. 1 . Sz i
Qo 2) = (£ ) Phley2) = Z B (o 2), (3.19)

Y

which yields

Oy i (o) 7
(Iir + - )Qm(x,y,z) = (Faz + - )Ez(x,y,z). (3.20)
WweQ WweQ
Eq. (3.20) can be expressed as
(iweoks + 04)Q%L (2, y, 2) = (iweok, + 0,)EL(z,y, 2). (3.21)

Applying the inverse Fourier transform to Eq. (3.21) and using the identity
iwf(w) — Of(t)/0t yield
Q¢ OE!

5 T 0,Q% = 605287; + 0. EL. (3.22)

EoRx
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Eq. (3.22) can be discretized and reformulated as

2e0ky — 0z AL

i,n+1/; 1/2.4. k) =
Qi+ 120 = (GO

)@+ /240
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. TER=r Ez,nJrl . 1/9.4 EZ’n . 1/2.5 k
+<2€0KJI+U$A1§>[ z (Z+ /’j7k)+ T (Z+ /7.75 )}

2K €0 i . . i . .
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On the other hand, Eq. (3.13a) can be rewritten as

. . o .
PiCon ) = 5,@hl2) = (1 2 ) Qo) (3.24)
WwEeQ
from which we can derive
op, 0Q, i
0, = Eokiy—p.” +0,Q;,. (3.25)

Discretizing Eq. (3.25), we obtain
Pyt i+ 1/2,4,k) = Py (i +1/2, 4, k)

i (szl"gm) Qi+ 1/2.4. k) + Q" (i + /2.5, k)
0

+hy [QE" T+ 1/2,5, k) — Q" (i +1/2,, k). (3.26)

In summary, once the incident field is specified, we can calculate Q¢ using
Eq. (3.23) and then calculate P! using Eq. (3.26). After P! is obtained, P$ can be
found using Eq. (3.26). Using Egs. (3.16) and (3.17),E2can be calculated up to the
absorbing boundary.

Using Eq. (3.9b), the updating equations of the scattered magnetic field in the
absorbing boundary can be derived in the same way as for Egs. (2.16) and (2.17).
For example,

2e0ky — oy At

B;’n+1/2(i’j + 1/2,k+ 1/2) = (260” + o, At
Yy Yy

n ( 2e0At/As )
20Ky + oy At
X [Ey™(i,5 +1/2,k+1) = E;"(i,5 +1/2,k) + E2" (i, 5,k + 1/2)
—E2"(i, 5+ 1,k+1/2)], (3.27)

) BS" V204, 5 4+1/2,k +1/2)

HE G 120k 12) =

1
+ ¢
2e0k, + 0, At

X [(2e0kg + 0x A)BE" 25 5 41/2 k +1/2)
— (2e0ke — 0 A)BE"Y2(1, 5 +1/2,k +1/2)]. (3.28)

260Ky — O At)

HS V20 5 4+1/2.k+1/2
S —— (i) +1/2.k+1/2)

xT
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Using the equations reported in this section in the time-domain, a scattered-field
formulation of the FDTD that includes the source term can be implemented in-
side the UPML. The scattered-field UPML (SF-UPML) provides the first accurate
absorbing boundary condition for a source-dependent FDTD algorithm, which has
great flexibility in simulations of electromagnetic wave scattering and transmission
by arbitrary dielectric surface under an arbitrarily incident beam.

3.3.3 Numerical results

We examine the accuracy of the algorithm by comparing the resulting scattered
field intensities with those calculated using the Fresnel equations for a smooth
planar surface illuminated by a plane wave at normal incidence. The observation
point is located on the central axis of the incident beam, one As from the material
surface in free space. The beam half-width ¢ is set to be 30As, where As = A/30.
We choose an observation point close to the material surface and use a relatively
wide beam to reduce the effect of using a non-planar wave in the numerical simula-
tions. Table 3.1 shows the comparison of the reflectivity from the two methods for
different refractive indices of the material space. The errors of the FDTD results
are within approximately 1% of that obtained using analytical Fresnel solution.
To demonstrate the capability of the algorithm in calculating the near-field of the
scattered wave from a surface, we design a simple system as illustrated in Fig. 3.9,
which shows the FDTD computational domain enclosed by the SF-UPML with a
beam incident on a dielectric material half-space with a refractive index of ny = 3.
The computational domain size parameter is

wdy wdy, 7d,
DA WD
where d, dy, and d. are the domain sizes in the x, y, and z directions of a right-
hand Cartesian coordinate system. We use a FDTD spatial cell size As = A/30 in
the simulations; thus, the computational domain is a three-dimensional grid space
with 143 x 143 x 47 cubic cells bounded by the 6-As-thick SF-UPML. The interface
between the material and free space (an z—z plane) passes through the center of
the computational domain. The central axis of the incident beam passes through
the center of the computational domain within the z—y plane. The polarization

=15 x15 x5,

Table 3.1. Comparison of the reflectivity from a planar substrate calculated using the
FDTD method and the Fresnel equation.

Material space Reflectivity

refractive index N2
(nr) FDTD Fresnel (nr — )

nr+1

1.1 0.0223922 0.0226757
1.2 0.0082158 0.0082644
1.3 0.0170212 0.0170132
14 0.0279624 0.0277777

1.5 0.0405093 0.0400000
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¥

45°

0 y

Fig. 3.9. Illustration of the FDTD computational domain enclosed by the SF-UPML
and the beam incident on a dielectric surface. The interface between the material and
free space passes through the center of the computational domain. The central axis of
the incident beam passes through the center of the computational domain within the x—y
plane.

direction of the incident electric field is normal to the central axis of the beam and
is located within the z—y plane. The incident beam is a continuous wave described
by Egs. (3.5) and (3.6) with a half-width § of 12As.

Figure 3.10 shows the total electric field intensity (JE|?) for an electromagnetic
beam incident on the smooth surface at 45° when the particle refractive index
is set to be Mpartice = 1.0. The fields shown here are those on the z—y plane
passing through the center of the computational domain. The upper panel and lower
panel are from the 300th and 900th FDTD time step, respectively. The incident
electric field intensity at the central axis of the beam is normalized to 1. From this
figure, we can see clearly the refracted waves and reflected waves passing smoothly
into the SF-UPML absorbing boundary (i.e. at the edges of these figures) without
distorting their shapes. This means the artificial reflection from the truncation of
the computational domain is very small. In principle, the novel SF-UPML for the
scattered-field FDTD algorithm should have a numerical accuracy similar to that of
the conventional UPML for source-free FDTD equations. When there is a particle
located near the surface, a very different scattering pattern emerges.

Figure 3.11 is the same as Fig. 3.10, but there is a spherical particle with a size
parameter of 2ma/\ = w, where a is the sphere radius, and a refractive index of
Nparticle = 3 on the smooth surface. As in Fig. 3.10, the upper panel and lower panel
are from the 300th and 900th time step, respectively. The presence of the sphere
changes the near fields significantly. We can see clearly that the presence of the
sphere scatters the fields in all directions. We present these results to illustrate the
capabilities of the FDTD. More importantly, the algorithm developed is completely
general and can accommodate any surface irregularities or medium heterogeneities
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Fig. 3.10. Total electric field intensity (|E|?) for an electromagnetic beam incident on a
smooth surface at 45°. The refractive index of the material space is ne = 3. The incident
beam is a continuous wave described by Egs. (3.5) and (3.6) with a half-width § of 12As,
where As = A/30. The fields shown here are those on the z—y plane passing through
the center of the computational domain. The central axis of the incident beam and the
polarization direction of the incident electric field are also in this z—y plane. The upper
panel and lower panel are from the 300th and 900th FDTD time step, respectively. The
incident electric field intensity at the central axis of the beam is normalized to 1.
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Fig. 3.11. Same as in Fig. 3.10, but with a spherical particle with a size parameter of
2ma/A = 7 and a refractive index of nparticte = 3 resting on the smooth surface.

that are described by their refractive indices. This could have potential applications
in many research fields such as surface remote sensing, nanotechnology and IED
detection. At present the algorithm is not optimized for computational efficiency
and additional work is required to implement practical incident fields, like Gaussian
and Bessel beams.
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3.4 Summary

The 3D FDTD techniques with uniaxial perfectly matched layer (UPML) absorbing
boundary condition (ABC) to simulate light scattering and absorption by arbitrar-
ily shaped particles embedded in a dielectric medium with or without absorption
have been reviewed. We have formulated a numerical scheme to simulate the prop-
agation of a plane wave in a finite region of a homogeneous dielectric medium.
We also have derived scattering phase functions, extinction and absorption rates
by using a volume integration of the electric field inside the particle for particles
embedded in a dielectric medium. It is found that the errors in the extinction and
absorption efficiencies from the UPML FDTD are smaller than ~2%. The errors
in the scattering phase functions are typically smaller than ~5%. The errors in the
asymmetry factors are smaller than ~0.1%. For light scattering by particles in free
space, the UPML FDTD scheme has a similar accuracy as the PML FDTD model
[5]. The UPML FDTD method, which can be applied to both absorbing and free-
space hosts, is a more general approach than the PML FDTD. Using the UPML
FDTD technique, the problem of light scattering and absorption by non-spherical
particles embedded in absorbing media can be accurately solved. Also, using the
UPML ABC, the memory requirement for boundary layer is 25% less than using
the split-field PML and the simulation can be done on a personal computer for
a size parameter as large as 20. This generalized FDTD scheme has applications
ranging from remote sensing of aerosols, clouds, ocean water color, modeling target
response to ground penetration radar (GPR) wave, and biomedical studies.

In this chapter, we have also reviewed the numerical algorithm to calculate
an arbitrary beam’s interaction with an arbitrary dielectric surface based on the
scattered-field FDTD method. With incident source terms in the FDTD equations,
this development enables an arbitrary source to be incident onto an arbitrary di-
electric surface or particle. For light scattering by particles in free space, the source
terms exist only inside the particles, so a regular source-free boundary condition
can work. However, if the host medium is not free space, the source terms in the
scattered-field FDTD updating equations exist everywhere in the computational
domain, including the absorbing boundary, the field updating equations inside the
absorbing boundary must also have source terms. Therefore, a scattered-field uni-
axial perfectly matched layer (SF-UPML) absorbing boundary condition (ABC) is
developed to truncate the computational domain of the scattered-field FDTD grid.
The SF-UPML FDTD algorithm removes the normally incident plane wave con-
dition that restricts previously developed FDTD methods in surface studies. The
incident field can be a plane wave beam incident at non-normal angles with respect
to the surface or it can be a Gaussian beam like those emitted by lasers commonly
used in surface science, etc. The SF-UPML FDTD algorithm is general and can
accommodate any type of fabricated system. This development has potential ap-
plications in various research fields such as surface and particle characterization,
canceled target detection, substrate fabrication, and remote-sensing studies. While
the SF-UPML FDTD algorithm provides great flexibility in implementing different
wave sources for calculation of light scattering by different objects, because the
wave sources are implemented at all grid points where there is not a vacuum, the
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computational time required by this algorithm is larger than that needed by the
total/scattered-field FDTD method.
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4 Advances in finite-difference time-domain
calculation methods

James B. Cole, Naoki Okada, and Saswatee Banerjee

Introduction

Although the finite-difference time-domain (FDTD) method was developed in the
1960s, beginning with Yee’s famous algorithm [1], and many advances have been
made since then, FDTD is still an active field of research.

One reason that FDTD is so appealing is that it derives directly from the origi-
nal Maxwell’s equations without using any ‘black box’ mathematical artifices. The
algorithm is simple and easy to program. Nevertheless when one tries to actually
use FDTD to solve practical problems, one soon finds many ‘devils in the details.’
In this chapter we introduce some new advances in the FDTD methodology, and
directly address some of the devilish details.

In section 4.1 (mainly written by J. B. Cole), we introduce our recent work in
nonstandard finite difference models, which have led to great improvements in the
accuracy of the basic FDTD algorithm.

In section 4.2 (mainly written by N. Okada), we have applied our methods to
compute whispering gallery modes with very high accuracy, and derive a high-
accuracy, low-cost NS-FDTD algorithm for the coupled wave equation.

In section 4.3 (mainly written by S. Banerjee), an improved version of FDTD
recursion convolution (RC) algorithm for computing propagation in dispersive ma-
terials is introduced. Numerical instability has long been a major drawback of the
RC method. Here rigorous stability criteria are given. Also extensions of RC-FDTD
to the wave equation are given.

The overall goal is to lay out our methods clearly and in detail with a minimum
of obfuscating formalism.

4.1 Advances in nonstandard finite-difference time-domain
theory and its implementation

4.1.1 Standard versus nonstandard FDTD

The conventional finite-difference time-domain (FDTD) algorithms to solve the
wave equation and Maxwell’s equations [2] are simple and easy to program, but ac-
curacy is low because second-order finite difference (FD) approximations are used.
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Although accuracy can be improved by using higher-order FD approximations,
this approach not only complicates the algorithm, but it is often numerically un-
stable. Mickens [3] has shown that when the order of the FD approximation exceeds
the order of the original differential equation, the difference equation has unstable
spurious solutions that have nothing to do with those of the original differential
equation. Using what is called a nonstandard (NS) finite-difference model [3] of
the wave equation and Maxwell’s equations it is possible construct high-accuracy
FDTD algorithms without using higher-order FD approximations [4]-[6].

NS-FD model of the derivative

The conventional, or standard (S), second-order central FD approximation to the
first derivative is,

d di)(t)
S =200, (1)

1%

where the difference operator, d;, is defined by
dih(t) =Yt + At/2) —(t — At/2). (1.2)
The most general NS-FD model of the first derivative at t = 7 (t < 7 < t + At), is

B(t+ A1) — (A6 (0)
s(At) ’

1

d
Z9(0) (13)

t=1

where ¢ and s are chosen to minimize the error with respect to a certain class of
functions. For our purposes it is sufficient to consider a NS-FD model of the form

_ dib(t)

d
It might seem that choosing
_ dp(t)
s(At) = 0 (1.5)

would yield an exact FD expression for the derivative, but (1.5) is not always valid.
To guarantee that

dip(t) _ d
=— 1.
At—0 s(At) dtw(ﬂ (16)
s must satisfy the constraints,
AI%TOS(At) = 0, (1.7)
§'(0) = 1. (1.8)

In addition, s must not depend on ¢; if it did s would not be useful in practical
algorithms.
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For example, let 1(t) = e*™! (w complex). We find that s as given by (1.5)
satisfies (1.7) and (1.8). Defining

s(w, At) = %sin(wAt/Q)7 (1.9)

and inserting the choice s(At) = s(At,w) into (1.4) yields an exact NS-FD expres-

sion for ¢’(t).

NS-FD model of the one-dimensional wave equation

Let us now seek an exact NS-FD model for the one-dimensional wave equation,
(07 —v*02) Y(=,t) =0, (1.10)

where v is the phase velocity. The S-FD approximation to the second derivative is

d? di ()

where d? = dyd;. It is easy to show that
dZp(t) = P(t + At) + P (t — At) — 29(2). (1.12)

Replacing the derivatives in (1.10) with S-FD expressions yields the S-FD model

V2 At?
(df v di) Y(z,t) = 0. (1.13)

Using (1.12) to expand d7¢(z,t) and solving for 1 (z,t+ At) gives the conventional
or standard (S)-FDTD algorithm,

(z, t+ At) = —¢(z,t — At) + [2+ Mcﬂ] Y(z,t) (1.14)
) - ) AI’Q x ) * -

Solutions to the free space one-dimensional wave equation are p(z,t) = gilkaFwt)
where v = w/k. Inserting ¢, into the S-FD model (1.13) we find

2 2
9 VAL,
(€~ S ) elent) = (o) (1.15)
where
. 92 v2AL? )

The fact that £ # 0 (except for the special case v2At? /Az? = 1) means that ¢
is not generally a solution of (1.13), so the wave equation and its FD model have
different solutions.
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Let us now regard vAt/Ax as a free parameter — call it u. It is easy to show
that € = 0 for the choice

sin (wAt/2)
= —. 1.1
Y= Sin (kAz/2) (1.17)
Thus the difference equation
(df —u?d2) P(z,t) =0 (1.18)

has the same solutions as the wave equation (1.10). This is an example of a NS-FD
[3] model.

We have extended NS-FD models to the wave equation and Maxwell’s equations
in two and three dimensions [4]-[6].

NS-FD model of the two- and three-dimensional wave equation

In two and three dimensions the homogeneous wave equation is given by

<82 - ”3v2> P(x,t) =0 (1.19)
t n2 9 - Y .

where vg is the vacuum phase velocity, and n = n(x) is the refractive index at
x = (z,y, 2). Taking Az = Ay = Az = h, the S-FD approximations for Vi(x) and
V24 (x) are

Vi) = S0 (1.20)
Vi) (x) = d2;fz<x), (1.21)

where d = (d,, d, d.) is a vector difference operator, and d* = d-d = d; +d +d2.
The S-FD model of (1.19) becomes

2 2
vg At
(df — %3 dz) Y(x,t) = 0. (1.22)

In each region of constant n a general monochromatic solution of the wave
equation is a superposition of plane wave waves of the form,

P(x,t) = e~ wot Z cp i (%), (1.23)
k

where ¢ (x) = emkof"x, ko is the vacuum wavenumber, wy = koo, and the c; are
constants. The summation is over all propagation directions (k is a unit vector).
There is no NS-FD expression for Vgc,ofC that is exact for all k directions, but a
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nearly exact one can be formed with the replacements d*> — d3, h — s(k,h) in
(1.21), where

s(k, h) = (2/k) sin(kh/2), (1.24)

k = nko, and d3 is a new operator defined by

dj = d*+mdid, (1.25)
di = d*+y (dd; + d2d? + d2d2) + yadadd?, (1.26)

in two dimensions, and three dimensions, respectively. The parameters v; and 7o
are defined in section 4.1.7, and the details of the derivation are given in [4] and [6].
Assuming solutions in the form of (1.23), we substitute the exact NS-FD expression,

d?1
P = — 1.2
oy s(wg, At)2’ (1.27)
and the nearly exact one,
dj(n)y
Ty 0T 1.2
vy s(nkg, h)2’ (1.28)
into (1.19) and obtain NS-FD model,
2 U o
dt - ﬁdo(n) w(xa t) = Ov (129)
where ug = sin (wgAt/2) /sin (kgh/2), and
_ sin(nkgh/2)
= "\ ]..
"= Tsin (koh/2) (1.30)

The quantity 72 can be regarded as the effective local refractive index, and u = ug/n
as the effective phase velocity of waves on the grid. Since v; and 79 are functions
of n, so is d3. Solving (1.29) for ¥(x,t + At) gives the NS-FDTD algorithm,

2
b(x,t+ At) = —b(x,t — At) + [2 + ggdg(n)] b(x,1). (1.31)
Notice that that (1.28) is exact with respect to ¢y, for k=x,y,or 2.

4.1.2 Wave equation for the scattered field and its NS-FD model
Scattered-field wave equation

Let a scatterer of refractive index n be illuminated by an incident field, 1g. The
total field, 1, is the sum of the incident (¢/9) and the scattered field (), thus

s =¥ — to. (1.32)
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Whereas the propagation of ¢ is governed by (1.19), by definition 1y propagates
according to

(07 = vgV?) Yo(x,t) = 0. (1.33)

In other words, the incident field propagates as if there were no scatterer. Subtract-
ing (1.33) from (1.19) we obtain

n®—1

0 = 892wty = - (1) 2wt (1.34)

The term on the right of (1.34) is an effective source term which produces the
scattered field, and which vanishes outside the scatterer.

Standard finite-difference model of the scattered field

The S-FD model for the scattered field is obtained by replacing the derivatives on
the left of (1.34) with SFD approximations,

v At? n?—1
{df - ;22/12 dQ] Ps(x,t) = —At2( — >8§¢0(x, t). (1.35)

Up until now we constructed the NS-FD model with the replacements At —
s(w, At), h — s(nk,h), and d> — d3(n). The NS-FDTD algorithm derived from
this model is much more accurate than the S-FDTD algorithm, but it is not quite
correct because of the way that the source term in (1.34) is modeled. We now
proceed to derive a better NS-FD model of the scattered field wave equation.

Nonstandard finite-difference model of the scattered field

The NS-FD model for the propagation of ¢g is given by (1.29) withn =1=n = 1.
Let the incident field be

o = e (Fokx—wot) (1.36)
Subtracting
[d? —ugd3(1)] ¢o =0 (1.37)

from (1.29), and using d?tpg = —4sin® (woAt/2) 0o, we obtain
u
[df - ﬁgdg(n)} Ys(x,t) = Sns(x,1), (1.38)
where the NS source term is
1
Sns(x,t) = =3 [4 (7% — 1) sin® (wo At/2) + ud AdG(n)] Yo(x,t), (1.39)

and AdZ(n) = d3(n) — d3(1). The NS-FDTD algorithm for the scattered field is
thus,



4 Advances in finite-difference time-domain calculation methods 121
Ys(x, 6+ At) = —1)s(x,t — At)

+ [2 + Z—éd% (n)] ¥s(x,t) + Sns(x,t) (1.40)

Since the incident field is known, AdZ(n) o can be analytically evaluated. In two
dimensions

Adg(n) = [y1(nko) — 1 (ko)) d2dy. (1.41)

From equation (1.106) we find 1 (nkqg) —v1 (ko) = (n?—1)k2h?/180+- - - . Obviously,
the larger the refractive index contrast between the scatterer and the environment
in which it is immersed the larger Ad3(n). If the incident field direction is k =X,
¥, or z it is easy to show that Ad§(n) = 0 in both two and three dimensions;
and, furthermore (1.37) is exact in this case because (1.28) is an exact expression

for ¢ = 1.

Difference from previously published NS-FD algorithm

Finally, let us note that in [4]-[6] we implicitly assumed that

n2

Sws (x, 1) = [4( = 1) sin? (woAt/2)] Vo, 1). (1.42)

In the new formulation, (1.39), n is replaced by 7 and the Ad3(n)-term is taken
into account.

4.1.3 Extension to the absorbing wave equation

The above methodology is easily extended to the absorbing wave equation,
5 Voo
o; — EV + 2a0; | Y(x,t) =0, (1.43)
where o >0 is the absorption (factor of 2 is customary).

S-FD model

Replacing the derivatives of (1.43) with S-FD approximations yields the S-FD
model,

v2
(d? - n—ng + aAt d;) P(x,t) = 0. (1.44)
Because 1) is computed only at t = 0, At, 2A¢, - -, we use 0y = dj1p/2At, where

dyp(x,t) = Y(x,t + At) —(x,t — At). Solving for ¢ (x,t + At) yields the S-FDTD
algorithm

A® 1 RAR
Y(x,t+ At) = _ATS)gb(m — At) + a© [2 +lad ] B(x,t),  (1.45)

where A(is) =14 aAt.
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In [4], we introduced a high-accuracy NS-FDTD algorithm. In each region of
constant n and «a, (1.43) has solutions of the form

Y(x,t) = e Wt gt Z i (%), (1.46)
k
where w? = w3 — a?. The NS-model of the absorbing wave equation is
2 UG o /
dt - ﬁdo(n) + adt ¢(X7 t) = 07 (147)
where
a = tanh(aAt), (1.48)
2 sinz'(u;’At/2) + sinh? (aAt/Q)’ (1.49)
sin” (nkoh/2) cosh(aAt)
u

n = —. 1.50
= (1.50)

The effective index of refraction, 7 given by (1.50), reduces to (1.30) for o« = 0.
The NS-FDTD algorithm is

(NS) 2
_ - 1 Up 42

where ASENS) =1=xa.

Scattered-field wave equation with absorption

Decomposing 1 into scattered and incident fields, the incident field propagates
according to (1.33). Subtracting (1.33) from (1.43) yields

02—ﬁv2+2aa s(x,t) = — | 200, + w1 2| Yo(x,t 1.52
t n2 t S\ ¥/ t n2 t 0{X, ) ( )

S-FD model

Replacing the derivatives in (1.52) with S-FD approximations gives the standard
model for the scattered field

2At2
(df - ”;L)W a2 + aAtd;> B(x,t) =

_AP [2aat + (n2 - 1) af] bo(x, 1) (1.53)
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NS-FD model
We derive the NS model by subtracting the NS model for the incident field (1.37)
from that for the total field (1.47). Taking the incident field to be (1.36) we find,

2
(47— Ba3n) +a) ) = Svsto ), (154)

where the source term which gives rise to the scattered field is

n? —

Sns(x,t) = [4 (ﬁ21> sin? (wo At/2) + 2ia sin(wo At)
-I—gEAd%(n)] Yo (x,1). (1.55)

When a = 0, (1.55) reduces to (1.39), and Ad2(n)y = 0 if the incident field
direction is along one of the coordinate axes. The NS-FDTD algorithm for the
scattered field becomes

(NS)
Y(xt+ Al = ——gv(xt— At)
A-‘r
1 ug
+oom |21 ade | Yt + Shs (1), (1.56)
+

4.1.4 Maxwell’s equations for the scattered-field and improved
NS—Yee algorithm

In a linear non-dispersive non-conducting medium Maxwell’s equations are,

poH(x,t) = =V x E(x,1), (1.57)
e E(x,t) = V x H(x,1), (1.58)

where p is the magnetic permeability, and e the relative electric permittivity.

Standard Yee algorithm

Replacing the derivatives with the S-FD approximations we obtain the S-FD model,
1 At

1 At
AB(x,t+Atf2) = —Sdx Hix,t+ At/2), (1.60)
g

where h = Ax = Ay = Az. In order to use central finite difference approximations,
each electromagnetic field component is evaluated at a different position on the
numerical grid, so there is one ¢ array for each E component and one pu array
for each H component. For the sake of notational simplicity, this complication is



124 James B. Cole, Naoki Okada, and Saswatee Banerjee

suppressed in the notation. The standard (S) Yee algorithm, derives from (1.59) and
(1.60). In many materials p is almost equal to its free-space value, pg. To simplify
the following developments, we henceforth assume p = pg everywhere, while € may
vary with position. Furthermore, let € denote relative electric permittivity, so the
vacuum wave velocity is v3 = 1/pug. To develop the new NS-FD model let us first
construct an alternative S-FD model. Defining H' = phH/At, we obtain
d:H'(x,t) = —d x E(x,t), (1.61)
vg At?
e h?

dB(x,t + At/2) = d x H'(x,t + At)2). (1.62)

Improved NS-Yee algorithm

We previously introduced [4] (also see section 4.1.7) the vector difference operator
dy with the property that

d-dg=do-d=d3. (1.63)

Note that while d - d = d?, do - dg # d3; thus d3 is merely a symbol. In two
dimensions dg = (d&?), dg,o)), where

4o — 4, [1 i %di] 7 (1.64)
d) = d, 1+, (1.65)
In three dimensions dy = (dio), dg(,,o), d(zO))7 where
PN [1 + % (42 +d2) + %didz} : (1.66)
a0 = dy [1+ 2 (@ )+ 2], (L.67)
a0 = . [1+ D (2 +d2) + D] (1.68)

do = do(v/Z), and € = n? (u = constant).

Here we diverge from our previous papers [4]-[6] to introduce an improved ver-
sion of the NS—Yee algorithm for p = pg. Making the substitutions d — dg and
At*v3/ (h*e) — ud /¢ in (1.62) we obtain a new NS-FD model of Maxwell’s equa-
tions. The H' field is given by (1.61), and E by

dB(x,t + At/2) = “?f%do(\/g) < H/(x,t + At)2). (1.69)

The effective value of € on the numerical grid is

sin? (\/ekoh/2) .

sin? (koh/2) (1.70)

£ =
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Solving (1.61) and (1.69) for H'(x,t + At/2) and E(x,t + At), yields the new
NS—Yee algorithm

H' (x,t+ At/2) = H'(x,t — At/2) —d x E(x, ), (1.71)

E(x,t+ At) = E(x,t)+ u?f%do(\/é) x H'(x,t + At/2). (1.72)

This algorithm is different from the one introduced in [4]. We find that it gives
better results when p is constant, as discussed in section 4.1.7.

Maxwell’s equations for the scattered field

Assuming uniform p, let a scatterer of relative permittivity € be illuminated by an
incident electromagnetic field (Hg,Eq). By definition the incident fields obey

/J,atH() = -V x Eo, (173)

ﬁtEo = V x H(). (174)

The scattered fields are Hs = H — Hy and E; = E — Eq. Subtracting (1.73) from
(1.57), and (1.74) from (1.58) yields Maxwell’s equations for the scattered fields,

o Hy = —V x Eg, (1.75)

V x Hg — (e — 1) 0;Eo. (1.76)

™
&
=
w

|

The last term on the right of (1.76) is an effective source current which gives rise
to the scattered electromagnetic field.

NS-FD model of the scattered field

The NS-FD model for the scattered field is constructed by subtracting the NS
model for the incident field,

dH)(x,t) = —d x Eo(x, 1), (1.77)
diEo(x,t + At/2) = uldo(1) x HY(x,t + At/2), (1.78)
from the NS model for the total field, (1.71) and (1.72). Let the incident electric

field to be an infinite plane wave of unit amplitude polarized in the €o-direction
and propagating in the ko- direction,

EO = éo €Zl(kol;0'X_L"}Ot)7 (179)

where kg - & = 0. From (1.57) we have powoHg = koko x €, hence

h

o
H, = —
Vo

ho, (1.80)

where hy = kg x & and v is given by (1.36). The NS-FD model for the scattered
field now becomes
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dtH,s(Xv t) = —-dx Es(xvt); (].8].)

dEy(x,t + At/2)

(V) x B, + A1/2)
— JIns(x,t+ At/2), (1.82)

where

Tns = (5; 1) 0By — “;3 [do(E) — do(1)] x Hj (1.83)

is the current that gives rise to the scattered field. Since Jng vanishes outside the
scatterer, the scatterer is the effective source of the scattered field.

It is also possible to derive another expression for the source current of the
scattered field in the form,

d
Ins = ud [0(\/5) - d0(1)] x Hj. (1.84)
While (1.84) is not exactly equivalent to (1.83) the two expressions converge in
the limit A — 0. Numerical experiments show that (1.83) is slightly more accurate
than (1.84) on a coarse grid.

The NS—Yee algorithm for the scattered field now becomes

H!(x,t+ At/2) = Hl(x,t — At/2) — d x E4(x,1), (1.85)
2
E.(x,t + At) = Ey(x,1) + %do(\/é) X Hy(x,t + At/2)  (1.86)
- JNs(X, t+ At/2)

Both to clarify our condensed notation in the previous developments and to
provide a useful example, we now give the NS—Yee algorithm for the TE mode
in two-dimensions where E = (E,, E,,0) and H = (0,0, H,). Taking the incident
fields to be E® = (— sin 6, cos 6, 0) 0o and H® = (0,0, /vo). We find

HE(t+ At/2) = HE(t — At)2) — dy B3 (t) — d B3 (1), (1.87)
ES(t+ At) = E5(t) + fdgo)(\/g:)ﬂf(t + At/2) (1.88)

— JNS(t + At)2),
E5(t+ At) = E3(t) — ;(jd;o)(\/?y)Hf(t + At/2) (1.89)

— J5(t+ At/2),

where the electromagnetic fields and source currents are all evaluated at position
x, and the ‘S’ superscript denotes the scattered field.
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Evaluating Jyg for kg = (k;o), k§0)7 0) = (cos by, sin by, 0) we find

JNS = 2 {sin (woAt/2)sin by AE, (1.90)
u2
+ 2-%¢in (k?so)h/2) sin? (kg(go)h/Q) A’le] o
Vo
J}js = —2i [sin (woAt/2) cos By AE, (1.91)

+ 27;;2) sin (K{Oh/2) sin? (K" 0/2) Ay, |,

where AZ, = (&, — 1)/&s, A1a(vEz) = [11(vEz) —711(1)] /&4, and similarly for
Az, and Ay, ((/Ey)-

4.1.5 Extension to the linearly conducting Maxwell’s equations
In a linear medium of conductivity o Maxwell’s equations are given by (1.57) and

c0,E(x,t) = V x H(x,t) — oE(x, 1). (1.92)

Alternative SFD model

Following section 4.4, we derive the alternative SFD model analogous to (1.61)
and (1.62) for the conducting case. The H' field is given by (1.61). Since E is
computed only at t = 0, At,2A¢,-- -, we use the approximation E(x,t + At/2) &
(E(x,t) + E(x,t+ At)] /2 and find that E is given by

1 At? ,
- 215 [E(x,t) + E(x,t + At)] . (1.93)

In [5] we derived a NS—Yee algorithm for the conducting Maxwell’s equations.
Following section 4.4 we introduce an improved version for uniform pu.

Improved NS-FD model for the linearly conducting Maxwell equations
The equation for H’ is given by (1.61), while for E we have
2
dE(x, t + At)2) = %do(\/é) < H'(x,t + At/2)
- a[E(x,t) +E(x,t+ At)], (1.94)

where & = 72 (7 is given by (1.50) with o — ¢/2¢), and a = tanh(o At/2¢). Here
equations (5.6a,b) of ref. [5] have been replaced with (1.61) and (1.94), respectively.
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The update for H' is given by (1.71). Solving (1.94) for E(x, ¢+ At), the new NS—
Yee algorithm becomes

(NS) 2
= 1 wu
+ +

For uniform p, this version of the NS-Yee algorithm for the conducting Maxwell’s
equations is simpler, easier to implement, and more accurate than the one given
in [5].

Scattered field for linearly conducting Maxwell’s equations

Next let us derive Maxwell’s equations for the scattered fields. The propagation
of Hy is governed by (1.75), while the propagation of Eg is found by subtracting
(1.74) from (1.92) to obtain

EatES =V x HS — [(8 — ].) 5,5 + O'] 8tE0. (196)

New NS-FD Model for the scattered field
We can now derive the new NS-FD model for the scattered fields. The H, field is
given by (1.81), while Eg is found by subtracting (1.78) from (1.94). We obtain
2
By (x,t + At/2) = %do(ﬁ) x H(x,t + At/2) (1.97)
— a[Es(x,t) + Eg(x,t + At)] — Ins(x,t + At/2),

where

Ins = (5;1) By — %3 [do(vE) — do(1)] x H, (1.98)
+ 2acos (wyAt/2) Eqg

is the effective source current. Since the time dependence of the incident field is
harmonic, we have used Eq(x,t) + Eq(x,t + At) = 2cos (woAt/2) Eg(x,t + At/2)
in (1.98). When a = 0, (1.98) reduces to (1.83). Solving (1.97) for Eg(x,t + At) we
obtain the NS—Yee algorithm for the scattered fields. The H. update is given by
(1.85), while the Eg update is

(NS) 2
Bt +Af) =~ B ) + %do(\/g) x H.(x,t + At/2)
+

1
- WJNs(x,H At)2). (1.99)
JF
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4.1.6 Verifications and practical tests

In Figs. 4.1-4.3, we compare the S-FDTD and NS-FDTD calculations with Mie
theory [7]. An infinite plane wave (vacuum wavelength = \g) propagates in the
+z direction and scatters from an infinite dielectric cylinder (radius = 0.65\¢,
refractive index n = 1.8). The cylinder is parallel to the z-axis, and the incident
electric field is parallel to 2 (TM polarization). In the TM mode it can be shown
[8] that Maxwell’s equations for E (but not H) reduce to the wave equation when
1 is constant.

In Fig. 4.1 the scattered electric field intensity, |ES|2, is visualized in shades
of red (black = 0 ) for the analytic solution, the NS-FDTD, and the S-FDTD
calculations. For both FDTD calculations the spatial discretization was A\o/h = 8
outside the cylinder, and A\g/nh = 4.4 inside.

analytic NS-FDTD S-FDTD

X

L

Fig. 4.1. Mie scattering from an infinite dielectric cylinder. Scattered electric field inten-
sity visualized in shades of red, incident electric field parallel to the cylinder axis; cylinder
radius = 0.65\0, Ao= vacuum wavelength, refractive index = 1.8, A\o/h = 8.

In Fig. 4.2(a) |Eg|? (vertical axis) is plotted as a function of scattering angle
(horizontal axis) from the +z-axis on a circular contour, C, of radius Ay centered
on the cylinder axis. For Ag/h = 8 the root mean square errors for the NS-FDTD
and S-FDTD calculations (NSFD-8 and SFD-8, respectively) are ens—s = 0.04 and
es—s = 0.20, respectively. In Fig. 4.2(b) the S-FDTD calculation using \g/h = 24
(SFD-24) is compared with the analytic solution. The root mean square error is
€s—24 = 0.04 the same as the NS-FDTD algorithm at Ag/h = 8. Thus for A\g/h = 8
the NS-FDTD algorithm delivers the same accuracy as the S-FDTD one does at
Ao/h = 24, but the computational cost of NSFD-8 is only 1/27th that SFD-24.

scattered intensity on circular contour of radius = ), about cylinder center

20 '

—S-24

— analytic

—NS-8
— analytic
—S-8

O-O o o y o ! o
180° 0° 30 180

)
Fig. 4.2. Angular distribution of scattered electric field intensity (data of Fig. 4.1) (a) An-
alytic solution (black) compared with NSFD-8 (red) and SFD-8 (blue). FDTD calculations
use A\g/h = 8. (b) Analytic solution (black) compared with SFD-24 (blue, A\g/h = 24).

0" 30°
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In Fig. 4.3, using A\g/h = 8, we compare the new NS-FDTD algorithm with
earlier version described in [4]-[6]. In the old version Syg is given by (1.42), while
in the present version it is given by (1.39). The greater the refractive index contrast
between the scatterer and the surrounding medium, the greater the advantage of us-
ing (1.39). Taking Ag/h = 8, for Sngs given by (1.39) the root mean square deviation
of the NS-FDTD calculations from the analytic solution along C' is ens_g = 0.04,
while for Syg given by (1.42) eons—s = 0.13. Thus the incorrect model of Syg
causes considerable error, since eg_g = 0.20.

We carried out similar comparisons for the TE mode [8].

New Versus Old Model of Scattered Field Source Term

0.0 ‘
0" 30° 180°
Fig. 4.3. Comparison of old scattered field source model, eqn. (1.42), with the new
one, eqn. (1.39). Angular distribution of scattered intensity electric field about a circular

contour of radius Ao, centered on cylinder axis, cylinder radius = 0.65\g, Ao = vacuum
wavelength, refractive index = 1.8, A\o/h = 8.

4.1.7 Supplementary derivations
NS difference operators

In previous papers we have defined the nonstandard finite difference operators.
Here we give more compact expressions that both yield more insight into their
mathematical meaning and are easier to implement.

e Laplacian difference operators

Defining d? and dZ analogously to (1.12), the S-FD approximation for V4 in
two dimensions is given by (1.21). There is a second FD approximation to V24,
V) = d%’t/)/h27 where d3 is defined by
2d} ¢(x,y) = (@ +hy+h)+d(@—hy+h)
+ Y(@+hy—h)+¢(@—hy—h)—4(z,y). (1.100)

Using the fact that ¢(z + h) + ¥ (z — h) = d2¢(z) + 2¢(x) it is easily shown that

1
d; =d* + 5didj (1.101)
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Let us now construct a weighted superposition of the two Laplacian difference
operators, d2 = vd? + (1 — v)d2. Let ¢y (x) = e, where x = (7,y) and k =
k(cos,sin@). We choose v to minimize the approximation error

1 d?
ENS = — ( o __ V2> Pk- (1.102)

Pk S(kv h)2
It can be shown [4], [6] that the optimal value of + is

2 1 e 1 1(19 _ L
7= 3 = o5 (kW) = oo (k) (11-5v2) : (1.103)

and for this value of v the Taylor expansion of eyg is

ENS =

24192 (kh) [(\/5 — 1) sin? (20) — 5 sin (29)} R (1.104)

The factor of 1/24192 corrects an error in [4]-[6]. On the other hand the error of
the S-FD approximation (1.2) is

1 [/d?
= — (= - V? 1.105
s SOk(m )gok, (1.105)
1
= ——k*n? k%h?sin” (26)
12 2

_ 1=y
Y= D)
1 1 1
~ — 4~ (kh —(kh 1.1
6+180(k )’ +7698( '+ (1.106)

In three dimensions, besides d?, there are two additional FD operators for V24,
d? and d3, given by

4d3y(z,y,2) = Y@+ h,y+h,z+h)+(x+hy+h,z—h) (1.107)
+ Y@+ h,y—h,z+h)+¢(@+h,y—h,z—h)
+ Y@ —hyy+hz+h)+(—hy+hz—h)
+ Y(x—h,y—h,z+h)+¢(@—h,y—h,z—h)—8Y(x,y,2).
4d2y(2,y,2) = Y(x,y+h,z+h) + (e, y — h, 2+ h) (1.108)
+ Y(z,y+h,z—h)+¢(x,y—h,z—h)
+ Y(x+hy,z+h)+¢(x—h,y,z+h)
+ Y(x+h,y,z—h)+ (@ —h,y,z—h)
+ Y(@+hy+hz)+v@—hy+hz)
+ Y(x+h,y—h,z) +(x—h,y—h,z) —12¢9(x,y, 2).
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These operators can be expressed in the form,

1 1
d; = d*+ 3 (d2d? + dod? + dd?) + Zdididﬁ, (1.109)

1
d; = d*+ 1 (d2dy + dod? + dd?) . (1.110)

Thus a superposition of all three Laplacian difference operators can be expressed
in the general form

A2 = &% + ) (22 + d2d? + d2d2) + yad2d2d2. (1.111)

When 0.¢; = 0, the three-dimensional version of dj must reduce to the two-
dimensional form (1.25), thus 74 = 71. We now determine ~o such that exg (1.102)
is minimized in three dimensions. We find that

_2(=mn
12
~ 1 1 2 1 4
= o — o (kh)? = (k) (1.112)
where
2 (1913 5 )
_ =z — /2 1.11
mT=3" (50400 252‘f> (kh) (1.113)
1457 17 A
"\ e
(151200 30240 )(kh) +

This rather complicated definition of v, is contrived to maintain consistency with
previous publications. It can be shown that

1
exs = —(kh)S { in2 +

.4
1.114
16277 3714 9] te (1.114)

whereas

12 3 12
(kh)? | sin?(2¢)
+ 5 sm2(29)<14>+-~. (1.115)

e Partial difference operators

In two dimensions, besides 9,1 = d / h, there is a second FD approximation

given by 9,1 = dg)d}/h, where

24P (x,y) = V(@ +h/2,y+h) + oz +h/2,y—h) (1.116)
— (@ —h/2,y+h) — bz —h/2,y — h)
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It is easy to show that

1
d? =d, (1 + 2d§) : (1.117)
and
i —q, (141
§)=dy (14547 ). (1.118)

Forming the vector difference operator do = (dgf), d§2)>, we define the superposi-

tion
dpo=ad + (1 — Oé)dg. (1.119)

The components of dy can be put into the general form

d? = d, [L+ pid2], (1.120)
d? = d,[1+ pid2]. (1.121)

Requiring that d - dg = do - d = d? we find that

B = % (1.122)

In three dimensions, besides d,, there are two additional FD operators for 0,,
defined by

4dPP(z,y,2) = Y(x+h/2,y+h,z+h) +(z+h/2,y+h,z—h) (1.123)
+ Y(x+h/2,y—h,z+h)+¥(@+h/2,y —h,z—h)
— (@ —h/2,y+h,z+h)+¢P(x—h/2,y+h,z—h)
— (@ —h/2,y—h,z+h)+p(x—h/2,y —h,z — h),

4dPY(x,y, 2) = w( +h/2,y+h,z) (J;+h/2 y—h,z) (1.124)
- w(x—h/2 y+h,z) (m—h/2y h, 2)
— Y(x—h/2,y,2+h) Y(z—h/2,y,2 = h)

It can now be shown that

d? = 4, <1+ ~d? + d2+4d§d§), (1.125)

1 1
d® = d, (1 + 1dj + 4d§> . (1.126)
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Similarly for 9, and 0., df) and d;(f) are given by

1 1 1
d? =d, (1+ =d> + Zd?* + ~d*d? 1.127
Y Y + 2 x + 2 z + 4 Pz | ( )
i®—d, (1+ 12+ 1o lpe (1.128)
= 2702V g '
while d(yg) and dgf) are given by
(3) Lo, 1x
A9 —d (14122 4+ 12 (1.130)
¢ . 1+ 44y ) .

Thus the superpositions (d;o), dz(,o)7 di")) can be expressed in the general form,

dO = d, [1+ 8] (&2 + d2) + Bod2d?] (1.131)
A = dy [1+ 67 (d3 + d2) + Padidz] (1.132)
A0 = d. [1+ 0] (& + d2) + PaddZ] . (1.133)

Because the three-dimensional form of dy must reduce to the two-dimensional form
for 9. = 0, we have 3] = ~1/2. Requiring that d - dg = do - d = d3, we find

By = % (1.134)

e Order of the NS Difference Operators

At first sight it might seem strange to call NS difference operators, with combina-
tions such as dﬁdz, ‘second-order.” With respect to each individual spatial variable,
however, they are still second-order. Moreover, in the numerator of (1.28) only
s(nko, h)? = h? appears and, unlike a higher-order FD expression, no higher pow-

ers of h appear.

Stability

A detailed analysis of stability was given in [6] which we briefly summarize. Let us
write a generalized FD model of the homogeneous wave equation in the form

(df — u*d?) y(x,t) =0, (1.135)
where @ stands for either vA¢/h (S-FD model) or

uw= W (1.136)
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(NS-FD model) and d? stands for either d? (S-FD model) or d3 (NS-FD model).
Equation (1.135) is a difference equation; let us postulate solutions of the form
= p(x) A, where p = €% k = (k;, k,, k.), and A is a constant. For mathematical
convenience define d?¢pp = —2D?¢, where D = D(k). Inserting this solution into
(1.135) and dividing by A*~4*p we are left with

A =2 (1-u°D?) +1=0, (1.137)

where A = A4t. Solving for A we find A = A4, where
Ar =1—a@2D?+ /(1 —u2D?)* — 1. (1.138)
We now require that ¢ be a stable (non-monotonically increasing) oscillatory solu-

tion. For this to be true, A® must be finite for all ¢, whence the condition | A |< 1,
and hence the stability condition

| s <1 (1.139)
It can be shown that (1.139) leads to the condition (1 — ﬂ2D2)2 < 1, which implies
that | Ay | = 1. The most conservative stability condition can then be written in
the form
2
-2
—_— 1.14
= max(D?)’ (1.140)

where max(D?) is the maximum value of D? over all possible values of k.

o S-FD stability

In the S-FD model d? = d?, and we find that D? = D3, D§73 in two and three
dimensions, respectively, where

D, = 2[sin® (kyh/2) +sin® (kyh/2)] (1.141)
D33 = 2[sin® (kyh/2) + sin® (kyh/2) + sin® (k.h/2)] . (1.142)

Putting kyh = kyh = k,h = m, we find max(D?) = 2,4,6 in one, two, and three
dimensions, respectively. Putting = vAt/h we obtain

vat 1
h = dim’

where dim is the number of spatial dimensions.

(1.143)
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e NS-FD stability

The NS-FD stability analysis is similar, but evalating max(D?) is much more te-
dious, and putting the result into the form of (1.143) more difficult. We omit the
details and simply quote the results:

vAt

o < CNS,dim; (1.144)
where cxs;1 = 1, ens2 = 0.79, and cng,3 = 0.74. These limits are slightly more
conservative than those given in [6], and are valid down to the lowest discretization
consistent with the Nyquist limit.

Finally it is interesting to note that we can ‘design’ stability conditions by

adjusting the values of v, and -, although they would not be the optimal ones.

Old vs. new NS—Yee algorithm

Taking u to be spatially constant, the old (O) NS—Yee algorithm (eq. 41 in [4])
for each electromagnetic field component can be derived from the S-FD model of

(1.59) and (1.60). In vacuum (e = 1), vo = 1/\/&t, thus 1/p = (vo/\/2) \/e/p and
1/e = (vo/+/€) \/p/e. Making the substitution (voAt/hy/e) — uo/\[é, yields the
ONS—Yee algorithm,

Uq €?

Vér\ n

Uug E

VEV &
where ‘?” denotes an indeterminate parameter and i = x, vy, z.

In (1.145) which component of ¢ should be used to compute dg, and which
one should be used in the denominator? Since H is given by (1.59), it might seem
reasonable to use € at the grid positions of H;. This is what we did in the ONS—Yee
algorithm. This approach is, however, unsatisfactory because dg acts on different
components of E, each of which is evaluated at a different grid position and as-
sociated with a different value of . Moreover dy is a complicated computational
molecule, so when it acts across boundaries between regions of different ¢, dg is
likely induce more errors than d. By interchanging the positions of dy and d be-
tween (1.145) and (1.146) [8] we can circumvent these problems, because d is a
simpler computational molecule and is not a function of €.

Which value of € to use in the denominator of (1.145) is still ambiguous. In
the ONS—Yee algorithm we used e at H;, but this is not necessarily correct. To
circumvent this problem we define H = puhH/At, so that

dtHi =

[do(?) x E];, (1.145)

o E; = [dx H],, (1.146)

dH =-dxE (1.147)

in the NS-FD model. This resolves the ambiguity for H. In the alternative S-FD
model (1.62) it is clear that

1 A2
dt Ez =

7
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where ¢; is the value of € at the grid positions of F;. From this it logically follows
that At2/h25iu — u%/a} in the NS-FD model. Away from boundaries the NS-FD
model of Maxwell’s equations reduces to the NS-FD model of the wave equation in
each E component,

u?

d;E; = ?Odg(\/a)Ei, (1.149)

%

thus in (1.148) [d x H'], — [do(y/&;) X H'L.. The full form of (1.72) is thus

2
E;(x;,t + At) = E;(x;,t) + @ [do(vE:) x H'(x,t + At/2)],, (1.150)
=
where x; denotes the position of E; on the grid.
For the scattered fields and the conducting case similar considerations apply.
We tested our methodology in numerical experiments by comparing NS-FDTD
calculations with analytical solutions in the Mie regime [8].

4.1.8 Summary of nonstandard FDTD methods

Instead of simply substituting finite difference approximations for derivatives in a
differential equation (the procedure used to derive the standard FDTD algorithms),
in the nonstandard FDTD method we seek a difference equation which has the
same (or nearly the same) solutions as the original differential equation. For the
wave equation in one dimension, it is sufficient to replace the phase velocity in
the the differential equation with something else, but in two and three dimensions
and for Maxwell’s equations more complicated finite difference operators must be
used. Although we have developed the NS-FDTD methodology for monochromatic
solutions, it can also be extended to the wide band (but with lower accuracy) see
[10].

4.2 High-accuracy simulation of whispering gallery modes

4.2.1 Whispering gallery modes
What is a whispering gallery mode?

Whispering gallery modes (WGMs) are resonances in the interior of highly symmet-
ric structures. The WGMs were first observed as acoustic resonances in the interiors
of such structures as cathedral domes (Fig. 4.4), and were analytically described
by Lord Rayleigh [11]. Optical WGMs can be excited in dielectric and conducting
objects. Since Garrett’s experimental work [12], WGMs have been used to mea-
sure spherical particle sizes, refractive index, and temperature [13]. In recent years
much research effort has focused on micro-resonators, narrow band filters, optical
switches, and bio-sensors using the properties of WGMs [14].
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Fig. 4.4. Armenian Church in Jerusalem (photographed by Andrew E. Larsen).

Why calculate WGMs?

For simple highly symmetric shapes such as infinite cylinders and spheres, Mie
theory provides analytic solutions, including WGMs [7]. But for more complicated
shapes, no analytic solutions exist and numerical calculations are necessary. It is
important to validate numerical algorithms by comparing with analytic solutions
in simple problems.

On the WGM resonance (especially when there are sub-wavelength features),
the electromagnetic fields outside the structure are weakly coupled to the inside,
and several thousand wave periods are needed to obtain convergence. Error accumu-
lates with each iteration causing accuracy to fall. In addition the WGM calculation
is very sensitive to the representation of media interfaces on the numerical grid.
Because of this, the computation of WGMs in the Mie regime is a severe test of
any numerical algorithm. Although the fact that an algorithm can correctly com-
pute WGMs in the Mie regime for highly symmetric objects is not necessarily a
guarantee that it gives accurate results for other problems, it is a good diagnostic.

4.2.2 Infinite cylindrical WGMs

For simplicity, let us consider two-dimensional scattering, in which an infinite plane
wave of vacuum wavelength A impinges upon an infinite dielectric circular cylinder
parallel to the z-axis as shown in Fig. 4.5. This problem can be separated into two
modes: the transverse magnetic (TM) and transverse electric (TE) modes,

TM : E || media interface = E, = E, = H, =0, (2.1)
TE : E 1 media interface = £, = H, = H, =0,

where E = (E,, E,, E,) is the electric field and H = (H,, H,, H.) is the magnetic
field.
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z E(TM)

E(TE)

Fig. 4.5. Infinite plane wave impinging on an infinite dielectric cylinder (a = radius,
k = wave vector). TM and TE polarizations are shown. Wave propagates along +z axis.

When A <« a ( a = cylinder radius), the resonance wavelength is given by
geometrical optics theory,

A
2ra = {— 2.
Ta En, (2.3)

where r is the cylinder radius, n is the refractive index of the cylinder, A is the
wavelength inside the cylinder, and ¢ is the mode number (integer). The light is
confined by total internal reflection.

When A ~ a, the resonance condition is given by Mie theory. In the TM mode,
Maxwell’s equations reduce to the Helmholtz equation for F,,

(V2 +n?k?) E, =0, (2.4)

where k = 27 /. The fields are independent of z so E, = E.(z,y). Outside the
cylinder, E, is the sum of the incident field E? = e’** and the outgoing scattered
field, E5. Taking (z,y) = r(cosd,sinf), ES can be expanded in the form,

Ei(r,0) =~ > i'bH (kr) ', (2.5)

l=—00

where H, él)(x) is the Hankel function of the first kind and the b, are expansion
coefficients to be determined. The electric field inside the cylinder, E!, can be
expanded in the form,

El(r,0) = Z idy Jy(nkr) e, (2.6)

{=—o0
where Jy(x) is the Bessel function of the first kind, and the d,; are expansion
coefficients. The expansion coefficients, by and dy, are determined by the physi-
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cal conditions that both E, and its derivative normal to cylinder boundary 0, F,
(0, = 9/0r), must be continuous on the boundary. Using the fact that

EY =€ = 3" it Jy(kr) Y, (2.7)
l=—0c0
we obtain
Eiz(rv 0) = E(z)(aaa) + Ei(a,é)), (28)
O-Ei(r,0) = 0,E%a,0)+ 0,F5(a,0). (2.9)

Using the identity Z)(z) = Z;—1(z) — (¢/x) Zo(x), where Z, = J; or Hél), we can
determine the expansion coefficients. Abbreviating x = ka, we find

n) — ndy(nx)Jo(x) — Jo(nx)J)(z)
e nJy(nx)Hy () — Jo(na)H' (x) (2.10)

oy ) —b@HP (@) Tea@)H @) — T B (@)
de(z,n) = Jo(nx)  nJi(na)HO (z) — Jy(na) H'Y () @1)

The WGM resonance occurs when the by and dy become very large. From Eq. (2.10)
and Eq. (2.11), we see that the resonance occurs when the b, denominator, b¢, is
small. Thus, for b — 0, we obtain the resonance condition in the TM mode,

Jis(nka) _ 1 Hi (ko 1)
Je(nka) n Hél)(kja) ’ '

For example, when a = /2, b¢ vanishes at n 2 2.745 — i1.506 x 1073, but this is
non-physical because it describes a material that is producing energy, not absorbing
it. Thus we do not have a perfect resonance. Examples of resonance conditions in
the TM mode are given in Table 4.1.

The TE mode can be analyzed in a similar way, and the resonance condition is
given by

Jo—o(nka) Héi)Z(ka) (¢~ 1)(n%—1)
Ja(nka) "0 ey mka (2.13)

Examples of resonance conditions in the TE mode are given in Table 4.1.
In the TM and TE resonance conditions, the radius shift Aa and refractive index
shift An generate the wavelength shift AX. We found that AX is approximated by

Ane Mpgy A gy, (2.14)
g Ny

where A\, ag, ny are the wavelength, radius, refractive index on the ¢ mode reso-
nance (ag — ag+ Aa, ng — ng+ An = A\p — Mg+ AN). The first term in Eq. (2.14)
is derived from, 2mwag/A¢ = 2w (ag + Aa) / (A¢ + AX), where the resonance con-
ditions are maintained. The second term in Eq. (2.14) is more complex, and we
numerically approximated it. Eq. (2.14) can be used to estimate mode shift due to
manufacturing errors.
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Table 4.1. Examples of resonance conditions in TM and TE modes

TM mode
radius a refractive index n mode number ¢
0.50 A 2.745 6
0.75 A 2.310 8
1.00 A 2.717 10
TE mode
radius a refractive index n mode number £
0.50 A 2.683 6
0.75 A 2.529 9
1.00 A 2.887 11
&
S B
C3
. 5 h ¢
Il
>
h

(@ (b)
(c) (d) (e)

Fig. 4.6. Staircase model. (a) Example grid points. A and C are inside scatterer (gray),
B and D are outside (white). (b) Circle center C; is on a grid point, C5 is centered in
a cell, Cy lies between Cy and Cs. (c), (d), (e) are circle models centered at Cy, Ca2, Cs,
respectively.

4.2.3 Grid representations

A high-accuracy FDTD algorithm alone does not guarantee a high-accuracy result,
because other errors enter into the total calculation. For WGM calculations the
largest source of the error is the scatterer representation on the numerical grid.

Staircase model

The most elementary representation is the staircase model. A grid point is either
inside or outside the scatterer. In Fig. 4.6(a), a scatterer of permittivity 1 (gray
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&>
A T
H) €1 H
Y ©Ez Y | ay o
; h ®
) Co
S ;
T O
.......................... _x> v
AX h
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Fig. 4.7. Fuzzy model in the TM mode. (a) Integration of H on contour about E. grid
point. (b) Circle center Cy is on a grid point, Cs is centered in a cell, Cs lies between C1
and Cjs. (c), (d), (e) are circle models centered at C1, Cs, C3, respectively.

region) is immersed in a medium of permittivity eo (white region). In the staircase
model (r) = g7 if grid point r lies within the scatterer (A and C'), and e(r) = e
otherwise (B and D).

However, the staircase model obviously cannot include distributions between
grid points, and fails to accurately model the shape as shown in Fig. 4.6(c), (d), (e),
which gives rise to representation error. For example, consider the circles centered
at C1, C, and C3 on a uniform grid of spacing h (see Fig. 4.6(b)), and their
corresponding staircase representation. As we can see the representation various
with the position of circle center (Fig. 4.6(c), (d), (e)).

Fuzzy model

The fuzzy model is much better than the staircase model, because the scatterer
shape is better represented. The fuzzy model is derived from Ampére’s law,

/ eOE - dS = / H. ds. (2.15)
s c

First let us consider the TM mode. Extracting the F, component from the left side
of Eq. (2.15), we evaluate the integral over the surface shown in Fig. 4.7(a). If Az
and Ay are sufficiently small, we find

S
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Fig. 4.8. The fuzzy model in the TE mode. (a) Integration of H on contour about F
grid point. (b) Integration of H on contour about E, grid point.

Similarly H is essentially constant in Fig. 4.7(a). Using Stoke’s theorem, the right
side of Eq. (2.15) becomes

/H-ds:/(VXH)-ds;AxAy(vXH)z. (2.17)
C S

On the other hand, since € must be a constant at a grid point in FDTD calculations,
the differential form of Ampére’s law is given by

(€)oyOhEx = (V x H) | (2.18)

where (), means the average of € on the z-y surface about the grid point. Com-
paring Eq. (2.18) with Eqgs. (2.16) and (2.17), we obtain

1
(€)ay = AxAy/Sadxdy

s’ s’
=& (Amy> + & (1 AmAy). (2.19)

Thus in the fuzzy model, in the vicinity of the £ /e5 boundary, € varies continuously
between €; and e depending on its proximity to the interface, whereas in the
staircase model £ assumes just one of two possible values. Hence the symmetries
are better preserved as shown in Fig. 4.7(c), (d), (e).

In the TE mode, the fuzzy model is derived by integrating E, on the y-z plane
and E, on the z-z plane. Because the scatterer distributions are constant in the
z-direction, ¢ is replaced by line averages. For example, in Fig. 4.8(a), E, lies at
r = (z,y + Ay/2). Thus €(r) on the z-y surface is replaced by the line integral,

(e(r))y = Aiy /yyMye(a:,y) dy = e <j;}> +eo (1 — j;,) . (2.20)
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Table 4.2. Example parameters used to simulate the WGM in the TM mode.

wavelength 640 nm
cylinder radius 320 nm
grid spacing 1 Onm
mode [§
refractive index 2.745
computational space 1.5 pm x 1.5 pym

Similarly, in Fig. 4.8(b), E, lies at r = (x + Az/2,y), and (r) is replaced by
x+Ax
(@)e =25 [, elwy) da.
In three dimensions, the fuzzy models at F,, F,, E. are obtained by integration
on the y-z, x-z, x-y surfaces, respectively.

Effects of cylinder center

Although the fuzzy model reduces representation error, it does not completely
eliminate it. For circular cylinders, numerical experiments show that representation
error is minimized when the cylinder center is placed in the middle of a grid cell
(position Cj in Fig. 4.7(b)).

4.2.4 WGM simulation
TM mode

In the TM mode, we simulate a WGM using the standard (S) and nonstandard
(NS) FDTD algorithms. Example parameters are listed in Table 4.2, where we used
a coarse grid to demonstrate the high accuracy of the NS-FDTD algorithm. The
resonance condition can be found by numerically solving Eq. (2.12). We terminate
the computational domain with the Berenger’s perfectly matched layer (PML) [15].
The scatterer is represented on the numerical grid using the fuzzy model.

We calculated the scattered intensity |ES|? for 100,000 time steps (about 1000
wave periods) and compared the results with Mie theory in Fig. 4.9. Figs. 4.9(a),
4.9(b), and 4.9(c) visualize |E5|? distributions of analytic and calculated results at
steady state. Fig. 4.9(d) is the angular distribution on a circular contour of radius
1.1a around the cylinder center. As shown in Fig. 4.9, the NS-FDTD algorithm is
much more accurate than the S-FDTD one.

TE mode

In the TE mode, similarly, we calculated a WGM using the S-FDTD and NS-FDTD
algorithms. Example parameters are listed in Table 4.3. The boundary condition
and representation model are the same as in the TM mode.

We calculated the scattered intensity |E5|* at steady state (about 1000 wave
periods) and compared the results with Mie theory in Fig. 4.10. Figs. 4.10(a),
4.10(b), and 4.10(c) visualize |E%|? distributions of analytic and calculated results.
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Fig. 4.9. FDTD calculation of a WGM in the TM mode. (a) Analytic solution. (b)
S-FDTD result. (¢) NS-FDTD result. (d) Angular intensity distributions on a circular
contour of radius 1.1a (a = cylinder radius).

Table 4.3. Example parameters to simulate the WGM in the TE mode.

wavelength 640 nm
cylinder radius 320 nm
grid spacing 10 nm
mode 6
refractive index 2.683
computational space 1.5 pm x 1.5 ym

Fig. 4.10(d) is the angular distribution on a circular contour of radius 1.1a around
the cylinder center. As shown in Fig. 4.10, the accuracy of the NS-FDTD calculation
is far superior to the S-FDTD one. But despite the same grid spacing, the accuracy
of the NS-FDTD calculation in the TE mode is lower than in the TM mode.

Why does the accuracy fall in the TE mode?

As discussed in section 4.2.3, the TM fuzzy model well represents z-y planar distri-
butions, but the TE fuzzy model is essentially a line average and does not capture
the planar structure.

A more fundamental reason for the lower accuracy of the TE calculation can
be found by examining Gauss’s law. In the TM mode, Gauss’s law gives V- (¢E) =
E - Ve+eV-E =0, gives

E-Ve=V-E=0, (2.21)
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Fig. 4.10. FDTD calculation of a WGM in the TE mode. (a) Analytic solution. (b)
S-FDTD result. (¢) NS-FDTD result. (d) Angular intensity distributions on a circular
contour of radius 1.1a (a = cylinder radius).

because E L Ve. In this case Maxwell’s equations reduce to the homogeneous wave
equation,

(0} —v*V*)E =0, (2.22)

where v = 1/,/ep (¢ = permittivity, u = permeability). In the TE mode, however,
because E || Ve = V - E # 0, and we are left with the coupled wave equation,

HE=2*(V’E-V(V-E)). (2.23)

Since the NS-FDTD algorithm is optimized to the homogeneous wave equation, it
gives excellent results in the TM mode. But, in the TE mode, errors increase at
media interfaces because the boundary information, V - E = E - Ve/e, is ignored
in the optimization.

4.2.5 Coupled wave equation approach

As discussed in section 4.2.4, the NS-FDTD algorithm for Maxwell’s equations is
optimized to a uniform region and boundaries are ignored. To accurately include
the boundary information, we derive a NS-FDTD algorithm for the coupled wave
equation (CWE). The CWE approach can also reduce the computing time relative
to the Yee algorithm, because E is only calculated. H can be easily computed using
Maxwell’s equations.
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Standard FDTD algorithm

The central finite difference (FD) approximation to a derivative is given by

df(z)  dyf(x) (2.24)

dz Az
where d, is difference operator defined by d, f(x) = f(x + Az/2) — f(x — Ax/2).
For reasons that will soon be obvious we call Eq. (2.24) the standard (S) FD
approximation. Analogously we define d, and d;. For example, the CWE can be
expanded for the E, component,

O} Ey =v* (0)Ey 4 07Ey — 0,0,E, — 0,0.E.) . (2.25)
Replacing the derivatives in Eq. (2.25) with the S-FD approximations, we obtain

9 vVIAL? 5
By = —5— (2B, + d2E, — dydyE, — d.d.E.), (2.26)
where h = Ar = Ay = Az. Expanding d? E, and solving for E,(z,y,t+ At) yields
the S-FDTD algorithm for the CWE;

v2 At?

t+ At __ t— At t
B = —EA 2B +

(&2 EL + d2E., — dydyE! — dyd.EL),  (2.27)

where for simplicity we write E,(x,y,t) — EL. The E,, E, formulations are ob-
tained by exchanging x and y, z in Eq. (2.27). Each electric field component lies at
a different position on the numerical grid so that central FD approximations can
be used for the spatial derivatives. As shown in Fig. 4.11, our arrangements are

Bt = Eu(z,y+h/2,z+h/2,t), (2.28)
B! — By(x+h/2,y,2+h/2,1), (2.29)
E! — E, (x+h/2,y+h/2 21). (2.30)

The scattered field formula also can be derived easily. The total electric field
E can be decomposed into sum of the incident field E° and the scattered field E?.
Using v = vg in the homogeneous wave equation satisfied E° and subtracting from
the CWE, we obtain the scattered formula of the CWE,

OE® = v? (V2E* =V (V-E%)) +7, (2.31)
where J is the source term and given by
1
J= <n2 - 1) O'E°. (2.32)

The FDTD algorithm for the scattered field also can be derived in a similar way.
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Fig. 4.11. Layout of the electric field on the numerical grid (h = grid spacing).

Nonstandard FDTD algorithm

In one dimension, the nonstandard (NS) FD approximation has the form,

F@)  df()
dx s(Az)’

(2.33)
where s(Az) = s(Ax) = d, f(z)/f'(x). For monochromatic waves e*** (k = wave
number) an exact FD expression is obtained by putting s(Az) = s(k, Ax), where

s@;A@::iﬁn(k§$>. (2.34)

Analogously we find 9;f(t) = dif(t)/s(w, At) for f(t) = ™! (w = angular fre-
quency).

In two or three dimensions, however, there is no exact NS-FDTD expressions
for the spatial derivatives because s(k,h) depends on direction of the wave, k =
(k. ky). We found that the spatial error can be greatly reduced by using NS-
FD approximations. In the CWE, there are two spatial derivative types, 3;, 0.0y
(analogously we can derive NS-FD approximations of 02, 92, 8,0, 9,.0,). First we
consider the S-FD approximation of 85 o~ df/ /h%. The error is defined by

e, = (h*0; —d2) o, (2.35)
where ¢ = e!F=+ku¥) and (k,, ky) = k (cos6,sin ). Expanding in a Taylor series,

we find
.92 .92
S _ ga;a( sin 6 sin“(26)
o = Kh ( 2 &

T sin®f  sin®(26) (1 + sin® 0)
360 1440

) + O(K®h®). (2.36)
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Putting h — s(k,h) = (2/k)sin (kh/2) in Eq. (2.36), the error reduces to

. 2 .92 .92
NS _ g4,45i07(20) 16,650 (20) (1+Sm ‘9) 818
ey = K == — k% o + O(K*h®). (2.37)

Next we consider the FD approximation of 9,8, ~ d.d,/h?. Similarly, the error is
defined by

€5, = (h*0,0, — dudy) . (2.38)
Expanding in a Taylor series, we find

S 1,450(20) 67,6
= —k*h*———= +k°h
€2y 18 +

sin(260)  sin®(26)
3840 11520

> + O(kSh®). (2.39)

Putting h? — s'(k, h)? = (2h/k)sin(kh/2) in Eq. (2.39), the error can reduce to
sin®(26)
11520

Replacing derivatives in the CWE of Eq. (2.26) with the NS-FD approximations,
we obtain a nonstandard (NS) finite-difference time-domain (FDTD) algorithm to
solve the CWE,

e = kOh® + O(K®h®). (2.40)

E;*FAT/ _ *EifAt*FQE;
+ uy (dJEL + d2EL) — up (dody B} + dyd . EY) (2.41)
.
v = S{nQ(wAt/Q), (2.42)
sin”(nkh/2)
2sin?(wAt/2)
= ———=. 2.4
2 nkh sin(nkh/2) (243)

The E,, E, formulations are obtained by exchanging = and y, z in Eq. (2.41). Using
Eq. (2.32), the NS-FDTD algorithm for the scattered field also can be derived in a
similar way.

The stability of the CWE approach in homogeneous medium is the same as
Yee algorithm, because V - E = 0 is satisfied. In non-homogeneous medium, the
stability and performance are shown in [16], which the FDTD calculation of the
CWE approach is accurately included the boundary information, V - E, and twice
as fast as the Yee algorithm.

4.3 A quasi-stable FDTD algorithm for dispersive materials
to compute optical characteristics of subwavelength
metal gratings

4.3.1 Computing light propagation in dispersive materials

In dispersive materials in which the real part of the electric permittivity (¢) is neg-
ative, the ordinary FDTD algorithm is numerically unstable. Even for monochro-
matic light the frequency-dependence of the electrical permittivity of the material
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must be taken into account. One way to do this is to use a method called recursive
convolution (RC) FDTD [2,6].

Two-dimensional structures which are invariant in one dimension (say the z-
axis) are of great practical and scientific interest, but many commercially avail-
able software packages do not provide FDTD in two dimensions. While useful
three-dimensional computations require high-end workstations, meaningful and of-
ten more insightful two-dimensional FDTD calculations can be done on desktop
and even laptop computers. Furthermore, in two-dimensional calculations, in the
TM (transverse magnetic) mode (electric field, E is polarized perpendicular to the
plane of incidence, x-y plane), Maxwell’s equations reduce to the wave equation in
E, (assuming that magnetic permeability is constant, but not the electric permit-
tivity). Thus in the TM mode it is not necessary to compute the magnetic field
which greatly reduces the computational cost. Here, we present a new formulation
of RC-FDTD for the wave equation that was already introduced in Ref. [18]. In the
TE (transverse electric) mode (E lies in the z-y plane), the Maxwell curl equations
are implemented in the RC-FDTD framework.

RC-FDTD requires an analytical model of dispersion to simulate the material
permittivity. Conventionally, RC-FDTD is implemented for pulsed light sources.
This requires that the analytical model of permittivity should fit the tabulated
permittivities closely over a broadband of frequencies. However, this is not easy
to achieve. Various authors have experimented with different permittivity models
[19]. It turns out that choice of a particular model depends on the metal being sim-
ulated [20]. In this work we choose the first-order Drude model [2]. The broadband
Drude parameters are obtained by fitting the analytical model to the tabulated
permittivity over a wide range of frequencies. Hence at any particular frequency
the Drude permittivity obtained using the fitted parameters might differ substan-
tially from the tabulated values. To be able to use the tabulated permittivity values
at all frequencies, we devised a monochromatic version of the RC-FDTD both in
TM and TE modes [18]. We computed the Drude parameters at each frequency
using the tabulated value of the permittivity and the space-time discretization. In
this method, the space-time discretization is chosen to ensure the stability of the
algorithm. A stability analysis is presented for our algorithm following Ref. [6], in
which the stability constraints are derived as functions of space-time discretization.

One of our objectives is to test the efficacy of the algorithm in solving a real-life
problem. To that end we compute the far-field diffraction efficiencies of zero-order
subwavelength metal gratings. These gratings are known as wire grid polarizers
(WGP) in technical literature. In recent times, the WGPs find application as highly
efficient polarizers in liquid crystal based display systems [21]-[27].

In general, a liquid crystal display (LCD) unit consists of a back light unit and
a liquid crystal panel unit. The back light unit houses the light source and other
optical components to guide light from the source to a flat output surface and to
ensure uniformity of brightness over that surface. Both the backlight unit and the
liquid crystal panel unit contain multiple polarizing components. Conventionally,
dichroic, sheet polarizers are used in the LCD systems [28]. WGPs are fast replacing
the conventional sheet polarizers on account of improved performance, such as,
higher polarization index, brightness, and light recycling efficiency.
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The references reviewed here cover fabrication [21] as well as design and numer-
ical simulation aspects of WGPs [22]-]26]. Three-dimensional FDTD with Lorentz
model of dielectric permittivity are used to design finite aperture WGPs [22]. Metal-
lic waveguide theory and finite element method is used to design WGPs meant
for liquid crystal on silicon (LCoS) systems [23]. Refs. [24] and [25] use a modal
analysis and a differential theory of diffraction gratings respectively to simulate
WGPs used in LCoS microdisplays. These studies are significant from the point
of view of practical design. However, simulation of two-dimensional WGPs using
RC-FDTD and first-order Drude model has not been reported before. Also, how
the use of broadband Drude permittivities in FDTD simulations modifies reflection
and transmission properties of the WGPs has not been investigated before.

The simulations presented here involve two-dimensional WGPs made of alu-
minum. The structures are periodic along one direction, finite along a perpendicu-
lar direction and invariant along the third orthogonal direction. This fact enables
one to simulate these structures in two dimensions reducing the computation time
greatly. Also, the chosen grating material being aluminum, the RC-FDTD devel-
oped here using first-order Drude model turns out to be a suitable simulation tool.

The reflection, transmission and polarization characteristics of a grating are
determined by its spatial period (A), groove height (h), fill factor (f) and the
grating profile. The grating fill factor is defined as the ratio of the width of one
grating line (w) and the grating spatial period. The spatial period of a zero-order
WGP is chosen to be smaller than the wavelength of the incident light, A,. This
particular choice makes the WGPs zero-order i.e., they can only reflect and transmit
light in the specular order while blocking the higher diffraction orders.

WGPs when illuminated with unpolarized light transmit the light component
polarized in the TE mode and reflects the light polarized in the TM mode. Note
that, the light in TE mode is polarized in a plane perpendicular to the grating lines
while light in the TM mode is polarized parallel to the grating lines.

In typical LCD units, a WGP can either be used as a stand-alone polarizing
component or combined with other components. The second approach facilitates
compactness, miniaturization and cost efficiency. In edge-lit display systems ap-
pearing frequently in mobile phones or laptop computers, a light guiding plate is
employed to guide light emitted from the light sources placed on one side of the
plate to the output surface. A few patents including ours have suggested integrating
a WGP on the output surface of such a lightguide.

Here we present simulations of two WGPs; the first one for integration on the
output surface of the light guide plate and the second one to be used as a stand-
alone component in a projection display. The first example deals with the simulation
of an ordinary WGP, albeit with a larger fillfactor than usual. The second example
deals with the simulation of a double-layered, small fill-factor WGP. The first one
is entirely metallic while the second one comprises a metallic part and a weakly
conducting dielectric part.

Ordinarily the WGPs suggested for integration on lightguide plates employ
low fill factor (f < 0.5) grating designs that maximize the transmission in the
TE mode [24]. Such a WGP mounted on a lightguide would let more light to be
transmitted near the light sources and less as the distance from the light sources
increase eventually making the brightness distribution to be inhomogeneous on
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the surface of the lightguide. From simulations we find out that the amount of
light that is transmitted through a WGP integrated on the top surface of such a
lightguide depends on the grating fillfactor. As the fillfactor increases the TE mode
transmission diminishes at any point on the output surface. However, the brightness
gradient or the rate at which brightness falls off as the distance of the exit point
from the light source increases tend to flatten out as the fillfactor increases. Hence,
a large fillfactor WGP integrated on top of the lightguide ensures that polarized
light exiting the output surface of the lightguide spreads more homogeneously over
the same surface [26].

For some applications, such as, LCD projectors, the reflected light from the
WGP can cause ghost images to form. To prevent the ghost images from forming,
the reflected light has to be removed from the system. This is why absorbing
WGPs are used [27]. Few patents have proposed the use of multilayered WGPs
for this purpose. However, none of these works have studied how the absorption in
the coating layer affects the reflection and transmission behaviour of an ordinary
WGP in quantitative terms. Our simulations indicate that a double-layered WGP
consisting of one metal and another weakly conducting dielectric layer is sufficient
in many cases to bring down the reflection to an acceptable level. The trick is to
ensure that the weakly conducting dielectric layer possess appropriate refractive
and absorptive indices. Semiconductors, such as, silicon and various sulphides and
phosphides of indium or gallium turn out to be suitable candidates and are easy to
coat on the metal surface. Such a double-layered WGP can show low transmission
behavior over a narrow band of frequencies and might be suitable for filtering
applications. The simulation of weakly conducting dielectric part is carried out
using a non-dispersive FDTD suitable for such media [29].

Each of the WGPs is simulated using two sets of permittivity data for aluminum.
The first set of permittivities comprises of the tabulated data [30]. The second set
of permittivity values is obtained using a set of best-fit Drude parameters. These
Drude parameters are determined from a closest fit of the tabulated values of
permittivities to the first-order Drude model over the entire visible domain. A
comparison between the two sets of results obtained with two sets of permittivities
highlights the dependence of the reflection and transmission spectra of the WGPs
on the choice of material properties. The results obtained using exact permittivities
can be quite different than those obtained using the wide-band, best-fit Drude
parameters.

The monochromatic RC-FDTD algorithm is described in section 4.3.2. In this
section, besides RC-FDTD, we include the non-dispersive FDTD field update equa-
tions. These update mechanisms are required to update fields in non-conducting
and weakly conducting dielectrics. The stability analysis is presented in section
4.3.3. The modeling and simulation of gratings is described in section 4.3.4. Sec-
tion 4.3.5 presents a brief summary of the work presented in this section.

4.3.2 RC-FDTD

In two dimensions the effect of unpolarized light incident on a structure is esti-
mated by the average of optical properties computed in two orthogonal polarization
states. In the TE mode, light is polarized parallel to the plane of incidence. In this
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mode, Maxwell’s equations for materials with frequency-dependent permittivities
are given by

woH (r,t) = =V x E(r,t), (3.1)
D (r,t) = VxH(r,t).

In the above u is the magnetic permeability taken to be constant and equal to the
vacuum permeability, po, H is the magnetic vector, V = %0, + y0, is the vector
differential operator, x stands for vector curl operation. In this notation, 9,, 9y,
0t denote 9/0x, /0y and 0/t respectively. D is the displacement current, given
by

D(r,w) = ¢ (r,w) E(r,w), (3.3)

where E is the electric vector and ¢ is the permittivity. The time domain behavior
of D is obtained by taking the inverse Fourier transform on both sides of Eq. (3.3),
and using the convolution theorem. We find [2]

D(t) = /0 e(r)E(t — 7) dr, (3.4)

where € (t) = F~! {e (w)}, and F~! denotes the inverse Fourier transform operator.
In the first-order Drude model, ¢ (w) is given by

2
€0wpl

€ (W) = €0fo0 + j = S0%e0 + £oX (W), (3.5)

w(iv, —w
where g is the vacuum permittivity, o, is the infinite frequency dielectric con-
stant, w,, is the plasma frequency, v, is the collision frequency and x (w) is the
susceptibility. €., is taken to be 1 in all subsequent discussions. Taking the inverse
Fourier transform of x(w) we find [2],
w2
() =2 [1— e ), (3.6)

Ve

where U(t) is a unit step function defined by

0o (<o)
U<t)_{1 (t >0)

In order to evaluate Eq. (3.4), we first replace £(7) with the Fourier transform of the
right-hand side of Eq. (3.5). The resulting form is discretized in keeping with FDTD
time-stepping scheme. If At is the minimum time step, and if n represents the total
number of time steps corresponding to time instant ¢, then ¢ = nAt. Assuming E
to be constant over any single interval [mA¢t, (m + 1) At], where m € 0, ....,n, the
integral in Eq. (3.4) reduces to a partial summation as follows [2]:

n—1 (m+1)At

D" = B 4y Y B / () dr, (3.7)

m=0 mAt
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Eq. (3.7) can be written in the following compact form

D" = EoEn + 60‘1’", (38)
where,
n—1 (m+1)At
wr Z E"™ / x (7)dr
m=0 mAt
n—1 2 —(m4+1)v. At _ ,—mu At
w
IR ol {At + & < . (3.9)
Ve Ve
m=0

The vector quantity, ¥, is known as the accumulation field.

TE mode: FDTD for Maxwell’s equations

In this mode, we compute the H,, E,, E,,¥,,¥, components. The H update equa-
tion follows from Eq. (3.1) and is given by

Hr/2 /2 - AL g g, (3.10)
o As
Even in non-dispersive case, the H update equation retains the same form. We
denote the second-order accurate, central finite difference operator by d,, where
dof(z,y) = flx + As/2,y) — f(x — As/2,y), thus 0, f = d,f/As, and where As
is the minimum space step. FDTD spatial grid is chosen to be square implying
As is the same as Ax and Ay, the minimum space steps respectively in z and y
directions. The vector difference operator d is defined by d = xd, + yd,, thus Vx
is approximated by (1/As)dx.
In order to cast Eq. (3.2) into an equivalent standard finite difference form, we
approximate At9;D by d;D, where the latter is given by

;D =D"" - D" (3.11)
Now, using Egs. (3.2), (3.11) and (3.8), the E update equation becomes

At

——dx H" /2, (3.12)
0 S

En+1 — En _ (lIln+1 _ \Iln) +

where W1 — W" is given by a recursive relation (see Eq. (3.29)). In Eq. (3.12),
d represents the standard, second-order accurate, central finite difference operator
same as in Eq. (3.10).

In the non-dispersive case, let us assume that the material to be simulated has
a complex permittivity €, given by

€ = go&, + igpE;, (3.13)

where €, and ¢; are respectively the real and imaginary parts of the relative complex
permittivity (£/eg). We define weakly conducting dielectrics as materials for which
e, is positive and ¢; < ¢,. In this case, instead of using Eq. (3.4), we use Eq. (3.13)
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directly to replace ¢ in Eq. (3.2). Furthermore, assuming harmonic time dependence
for the electric fields we can rearrange Eq. (3.2) as follows:

eoerOE (r,t) = V xH(r,t) — coc,wE (r,1) . (3.14)

The update equation for the E field corresponding to Eq. (3.14) is given by

1—a At 1
EM! = E" d x H*1/2 3.15
(1+a> * goerAs (1—1—(1) x ’ (3:15)
where
a= %At. (3.16)

The E update equation given in Eq. (3.15) is stable as long as €, > 0. The results
are reliable if ¢; < ¢,.

In the case of a non-conducting pure dielectric (relative real permittivity, (&),
putting a = 0 in Eq. (3.15) E field update equation becomes

At

En+1 — En
* coeAs

d x H"H1/2) (3.17)

The nonstandard form of Egs. (3.15) and Eq. (3.17) are given in section 4.1.

TM mode: FDTD for wave equation

In TM mode, light is polarized normal to the plane of incidence, and using Egs.
(3.1) and (3.2), Maxwell’s equations reduce to the wave equation of the following
form:

102D = V?’E -V (V- E). (3.18)

Highly conducting metals can be regarded as electrically neutral because any ac-
cumulation of net charge is soon canceled, thus V- D = 0 [31]. In a linear medium
D =¢E, hence V-D = 0 implies that e(V-E)+E-(Ve) = 0. In a uniform medium
where ¢ is a constant with respect to position, Ve = 0 implying V - E = 0 and
(3.18) reduces to

100?D = V?E. (3.19)

At the interface between two different media, Ve # 0 and hence Maxwell’s equa-
tions do not reduce to (3.18) in general. In the TM mode, however, Ve lies in the
a-y plane, and E is normal to it, thus E- (Ve) =0 = V-E = 0 and (3.18) reduces
to (3.19) even when Ve # 0.

To construct the finite-difference model in the TM mode, we replace the second
derivatives of E and D in Eq. (3.19) by equivalent finite difference operators in space
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and time domains respectively. Denoting the equivalent finite difference operator
for second time derivative by d7D, we find

D =D""! 4+ D! —2D™. (3.20)

The above form is obtained by evaluating d?D as d?D = d;(d;D), and by applying
Eq. (3.11) twice consecutively.
Finally, the E update equation is obtained using Eq. (3.8) and is given by

En+1 _ 2En _ En—l
At?

_ n+1 n—1 _ n
(et 4w 20") + v

d*E™, (3.21)
where we used the relation V2f = d?f / As?. The finite-difference operator d? =
d-d = d2 + dZ, where d2 and d obtained using equations similar to Eq. (3.20)
in space domain. In the above, ¥"t! 4 ¥»~1 _ 2W" is computed from a recursive
relation (see Eq. (3.30)).

Like the previous section, we use a non-dispersive FDTD to update the E field
in TM mode in a weakly conducting dielectric having a complex permittivity (&)
defined by Eq. (3.13), where ¢, is positive and ¢; < &,.. In this case, the appropriate
form of the wave equation follows from Egs. (3.1) and (3.14). The corresponding
E update equation is given by

At?
,LL()E()&‘?«AS2 (1 + a)

En+1:En + (1_0’) [En_En—l} +

d’E" 3.22
1+a ’ ( )

a in Eq. (3.22) is the same as that given in Eq. (3.16).
In case of a non-conducting pure dielectric (relative real permittivity, € ),
putting ¢ = 0 in Eq. (3.22) E field update equation becomes

At?

En+1 _ 2En o En—l
+ M0€0€A82

d°E", (3.23)
Nonstandard versions of Eqgs. (3.22) and Eq. (3.23) are given in section 4.1.

Recursive relation for the accumulation variable

Let us write Eq. (3.9) as

n—1
T" — Z E" "\, (3.24)
m=0
where
w2
" = Bt et (ot )] (329

v
From Eq. (3.25), we derive following recursive relation for y™*1,

X" = e 4 o™, (3.26)
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where

wi At
= —+——
Ve

U0 =0, 0! =B 02 = E\" 4+ ¢,E! + ¢, 0. (3.28)

(1- e_’“‘At) , and ¢y = e VoAt (3.27)

Hence, we find the following recursive relations

g = O [EMT - E"]
+ o1 [E"] + o [ — @7 (3.29)
T 4wt 2@ = (O [EM 4 EN! - 2E7]
+ o [E"—E" ] + ¢ [¥"+ ¥ — 20" 1] (3.30)

Now, x° = 0 (from Eq. 3.6), and we set values of ¥ for all n < 0 to be 0.

Calculating c;, c2 using the complex permittivities of metals

Equation (3.27) shows that ¢; and ¢y are functions of Wy and v.. In simulations
presented here we adopted two approaches. In the first approach we computed ¢y
and ¢y at each frequency using the tabulated values of €. In the second approach we
determined a set of best-fit Drude parameters by fitting the tabulated permittivities
to the first-order Drude model over the entire range of visible frequencies.

Let us assume that € (= &, + i&;) represents the tabulated value of the permit-
tivity at a given frequency (w = @). If @,; and 7, represent the values of wy, and ve
at w = @, then @, and 7. can be expressed in terms of &,, & using Eq. (3.5). Sep-
arating the real and imaginary parts in Eq. (3.5) and rearranging we find following
expressions for v, and &y :

giw
U, = — 3.31
Ve 1—¢, ( )
(52 1L 525
oy = _M (3.32)
Ve
Thus at w = @, c¢1, ¢ are computed using Eq. (3.27) as
w3 At ; _
= 4pj (1 - eilICAt) , and ¢ = e oAt (3.33)
Ve

In the second approach the best-fit Drude parameters (&, and ©.) are obtained by
minimizing a merit function given by

N N
=3 2o (Ers = Eng) D (Eay —Eiy) (3.34)

Jj=1 Jj=1

where N is the total number of frequency points. £, ; and ¢, ; are respectively the
real and imaginary parts of tabulated permittivity value at the jth frequency point.
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g, ; and ¢; ; are given by

J
2
w
=1 P 3.35
677_] Vg'i_w? ( )
wzz/
pl”¢
R 3.36

The minimization is carried out using a genetic algorithm (GA) scheme. GA is
a stochastic intelligent search method. In our implementation the algorithm gener-
ates a random population of chromosomes and mimics biological evolution process
through a given number of generations. The evolution process is facilitated by a
combination of a tournament selection scheme and a uniform crossover scheme.
The details pertaining to this version of GA can be found in Ref. [32]. The GA
parameters chosen are as follows: population size of chromosomes = 500, number
of generations = 100, tournament size = 5, tournament probability = 0.8, crossover
probability = 0.8, mutation probability = 0.01. With these parameters the mini-
mum value of ¢ comes out to be 0.2958.

c1, ¢ are computed using Eq. (3.27) as

w2 At

v = S (1 b oy = et )

Normalization of FDTD related parameters

The parameters \, w, As, and At used in the FDTD formulations above are nor-
malized in the following manner. Throughout this manuscript we use a subscript
p with a symbol to represent the physical value of the parameter associated with
the symbol. The same symbol without a subscript represents the normalized value
of the same parameter as used in FDTD formulations.

In this normalization scheme As = At = 1. The physical values of the minimum
space and time steps are denoted by symbols As, and At, respectively. The number
of grid points needed to represent one wavelength on the grid is obtained by taking
the ratio of the physical wavelength (),) to Asp, i.e., A = A,/As,, A being the
number of grid points needed to represent one wavelength. The speed of the wave v
on the FDTD grid is decided by the stability requirement of the algorithm. Hence
the normalized frequency w is given by

2mv
= . 3.38
w== (339)
We find that w is related to w, by
Apv
w= )\L;)pwp (3.39)

To evaluate Eq. (3.37) we use the physical values of &y, 0, and At.
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4.3.3 Algorithm stability

Following Ref. [6], we show that the algorithm stability critically depends on the
choice of ¢; and co. The stability analysis shows that choosing ¢; and ¢y using
tabulated permittivity values may or may not make the algorithm stable.

TE mode

In TE mode the update equations for E and ¥ (Egs. (3.12) and (3.29)) can be
rearranged using definitions of finite-difference time operators as follows

At

E"t — B - (dt\Il”“/Q) +——d x H"!/? (3.40)
VAL

d, @32 — ¢ [En+1] T o {dt\Il"“/Q] (3.41)

The H update equation (Eq. (3.10)) together with Eqs. (3.40) and (3.41) give
the field updates for the algorithm. We can cast the field update equations into a
compact form given by

F"t! = MF" + NF" ™! (3.42)
where
Hrt1/2 Hn—1/2
Frtl = Ent! , and F" = E"
dt‘I,n+3/2 dt‘I,nJrl/Q

M and N are coefficient matrices. Solving (3.42) for F"*! we find
F"t = (I-N)"'MF", (3.43)

where I is the identity matrix. The elements of M and N are determined below.
For brevity, in Eq. (3.10), we write p = %i (dx). Here, p is a vector finite-
difference operator. The notation pE does not indicate multiplication but rather
it denotes vector operator p operating on E.
Similarly, in Eq. (3.40), we write q = é% (dx). Note that, q is a vector finite
difference operator. As above, the symbol qH represents the operation of q on H.

Following Egs. (3.10), (3.40) and (3.41), we find M and N as given below

1 —p O

M= |01 -1 (3.44)
_O 0 Co
[0 00

N=|q00]|. (3.45)
_O C1 0

For brevity, in Eq. (3.43) we write

C=(1I-N)"'M, (3.46)
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Using Eq. (3.46), it follows from Eq. (3.43) that
F" = C"F° (3.47)

If L; and [; are the eigenvectors and eigenvalues of C, where j = 1, ...,3, making
use of linear systems theory, we obtain following expressions

FO = a1L1 + a2L2 + CL3L3 (348)
F* = all?Ll + CLQZ;LQ + aglng (349)

where a; are constants. For the stability of the algorithm (3.49) we need to ensure
that |I;| < 1. Hence, to ensure stability of the algorithm, the values of the constants
c1 and ¢y at each wavelength must be chosen such that the eigenvalues of C, are
<1.

In the above derivation, F has three components. In general, however, E and
d;¥ both have two components (x and y) each. This is the case when light does
not propagate along one of the coordinate axes. In this general case F has five
components and accordingly Eqgs. (3.48) and (3.49) have to be modified so as to
yield five eigenvalues. All these five eigenvalues must be lesser and equal to unity
to ensure the algorithm stability. However, if the light propagates along one of
the coordinate axes, for example, in case of normal incidence, transmission and
reflection, it is enough to consider only one component each of E and d;W. This
simplification reduces the number of eigenvalues to just three.

In this mode only the z-components of H and (pE) are nonzero.

Hence, the z-component of (pE) is given by

1 At
(PE). = o As (deEy — dyEy). (3.50)

In general, qH has two components in TE mode, which we denote as (qH), and
(qH),. (qH), and (qH), correspond to E, and E, components respectively and
are given by

1 At 1 At

1 At 1 At
(aH)y = — 70 ([dxH), === 72 (d. ). (3.52)

Note that, the quantities (pE),, (qH), and (qH), are all scalars.

To compute the eigenvalues (I;, j = 1,2, 3), we need to evaluate (pE),, (qH),
and (qH), numerically. For that purpose, we take E,, E, and H, to be in-
finite plane waves of the form E, = Ep, e'(kr—wt), E, = Ey, etllkr—wt) and
H, = Hy, e'**=“Y Evaluating d,,G, where (m = 2,y) and G = E, E, or
H, we find,

d,.G = (eikmAs/Q _ efikmAs/Q) el (3.53)
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In Eq. (3.53), the « and y components of propagation constant k; and k,, are
found to be

k, = 271-;/; cos(0) (3.54)
k, = 27&*@ sin(6), (3.55)

where 0 is the angle propagation direction makes with z-axis.

TM mode

In TM mode, the update equations for E and ¥ (Egs. (3.21) and (3.30)) can be
rearranged using the definitions of finite-difference time operators as follows:

d2on

e1 [dB V2] 4y [dRw (3.56)
En-‘rl _ thn—1/2 — (df\;[l”) + (1 + b)En . (357)

For brevity, we write b = (At?/pugeqAs?)d?, in Eq. (3.57). Here, b is a scalar finite-
difference operator and the notation bF, indicates the operation of the operator b
on z component of E. Note that Eqgs. (3.56) and (3.57) together can not be cast
into a convenient form like Eq. (3.42) because of the presence of an unbalanced E"
on the right-hand side of Eq. (3.57). Hence we add the definition of d;E"*'/? with
Egs. (3.56) and (3.57) as follows:

d,E"TY2 = Entl _E" (3.58)

Now Egs. (3.56)—(3.58) can be written in a compact form such as Eq. (3.42), where
F"t1 F* M and N are given by

[ 2o
Frtl = | Entl || (3.59)
thn+1/2
A
F" = E" |, (3.60)
thn—l/Q
_62 0 C1
M= |01+b 1|, (3.61)
0 —1 0
and
0 00
N=|-100]. (3.62)
0 10

We define a coefficient matrix C following Eq. (3.46), where M and N are given
by Egs. (3.61) and (3.62). To ensure stability of the algorithm, the values of the
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constants ¢; and co used at each wavelength must be such that the eigenvalues of
C, are < 1.

To compute the eigenvalues (I;, 7 = 1,2,3), we need to evaluate bE, nu-
merically, as in TE mode, we take E, as an infinite plane wave of the form
E, = Ey, ekr=wt) We find

dQEZ — [(eikmAs + e—ikmAs _ 2) + (eikyAs + e—ikyAs _ 2)} Ez (363)

Note that, in this mode only the z-component of E i.e., FE, is nonzero. Hence E
can be replaced by a scalar quantity E,. Hence, bE, in Eq. (3.57) can be evaluated
as follows:

2
e, = A
M060A82
x (eikzﬂs + e_iszS _ 2) + <€ikyAs + e—ik'yAs _ 2) Ez . (364)

In Eq. (3.64), the z and y components of propagation constant k, and k,, are
computed using Egs. (3.54) and (3.55).

In the next section, we compute the eigenvalues (I;, j = 1,2, 3) of C, for vari-
ous simulation wavelengths in TM and TE modes. These eigenvalues are computed
using the ¢; and cy values obtained at each wavelength using the corresponding
aluminum permittivity. We use Mathcad 11 built-in utilities to compute the eigen-
values.

4.3.4 Simulating subwavelength gratings

In this section, we present the modeling and simulation of subwavelength dielectric—
metal or dielectric-metal-semiconductor gratings using a combination of dispersive
and non-dispersive FDTD. The semiconductor in the second example is treated as a
weakly conducting dielectric. In both cases gratings are realized by mounting a plu-
rality of thin single- or double-layered strips of rectangular cross-sections, parallel
to each other on a substrate of transparent material. The material between any two
consecutive strips is a medium with permittivity 1. In practice, the substrate layer is
made from either glass or transparent polymers like PMMA (polymethylmethacry-
late) with permittivity close to 2.25. For simulation purposes, the permittivity of
the substrate region is taken to be 2.25. The thickness of the substrate region is
very large compared to A,. Hence in the simulation we incorporate a substrate with
infinite thickness by ending the substrate on the left-hand side with an absorbing
boundary condition.

Fig. 4.12 shows a schematic representation of FDTD simulation space employed
to simulate the dielectric-metal grating. The figure depicts four periods of a metal
grating (an ordinary WGP) on a FDTD spatial grid. Each period contains one
rectangular metallic part that represents a cross-section of a metal strip in a plane
normal to the long axes of the strips. Each of the metal rectangles is surrounded
on three sides by a medium with permittivity 1. On the fourth side the rectangles
are in contact with the substrate. The incident beam is generated by a pair of
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Transmission side detector | | Reflection side detector |

Aluminium

Fig. 4.12. Schematic diagram of the FDTD simulation space for the single-layer (alu-
minum) WGP.

linear phased current source arrays placed in the medium of permittivity 1. Along
the propagation direction (—x-axis), the simulation domain is terminated using
the nonstandard Mur absorbing boundary condition on both sides [33]. The other
two sides of the simulation domain are terminated with a periodic boundary. The
gratings and the current sources extend from one end to the other of the simulation
domain. Periodic boundary conditions on the top and bottom ends of the source
and grating emulate an infinitely periodic grating and infinite plane incident wave
for practical purposes. The material of the grating is taken to be aluminum. The
tabulated data for complex permittivities of aluminum as a function of frequency
are obtained from Ref. [30].

The field values at the grid points on or inside the boundaries of the metal
rectangles are updated using RC-FDTD (Egs. (3.12) and (3.21)). The fields at grid
points outside the metal rectangles are updated using the non-dispersive FDTD
for non-conducting media (Egs. (3.17) and (3.23)).

Figure 4.13 shows a schematic diagram of the FDTD simulation space for a
double-layered grating (an absorbing WGP). The figure depicts four periods of the
grating. Each individual grating line is a composite of two layers; the one in direct
contact with the substrate is aluminum while the one on top of the aluminum
portion is silicon. The total height of any grating line is h, the thickness of the
silicon layer is §, and the thickness of the aluminum layer is A — §. The field values
at the grid points on or inside the boundary of the silicon layer are updated using
non-dispersive FDTD for weakly conducting dielectrics (Egs. (3.15) and (3.22)).
The frequency spectrum of complex permittivities of silicon is obtained from Ref.
[34].

The incident light propagates along the —z-axis in case of normal incidence.
The physical value of the spatial discretization (As,) of the FDTD mesh is 4 nm.
The width of the simulation domain along the y-axis is 4 grating periods. Hence the
total number of grid points in the y-direction (NN,) is given by 44/As,,. The length
of the simulation domain along the z-direction is fixed so that both the reflected
and transmitted fields propagate through a distance of about 7A—8X before reaching
the detectors where the steady-state field values are recorded and used to compute
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Transmission side detector | I Reflection side detector |

Fig. 4.13. Schematic diagram of the FDTD simulation space for the double-layered
(aluminum + silicon) WGP.

the diffraction efficiency. The grid equivalent of the detector to grating surface
distance (D) is exactly 7A when A = 700 nm /As,. D at any other wavelength (\)
is given by

7 x 700

—_— W. (3-65)

The choice of D ensures that the near-fields die out completely before the propa-
gating waves reach the detectors.

Both for the single- and double-layered gratings, the reflectivity (R) and trans-
missivity (T) are computed for 16 wavelengths in the visible range (400 nm-—
700 nm), sampled at 20 nm interval. In general, the tabulated values of aluminum
and silicon permittivities are specified at equal intervals of energy or frequency.
Since frequency and wavelength are inversely related, the frequencies at which the
permittivities are specified do not correspond to the simulation wavelengths. Hence,
we use a cubic spline interpolation algorithm to fit the tabulated data and to de-
termine the permittivity values corresponding to the simulation wavelengths (set
1). In this case the values of ¢; and co at each wavelength are computed using
Eq. (3.33) with £ representing the permittivity value corresponding to the simu-
lation wavelength. The set 2 permittivity data are obtained using a set of best-fit
Drude parameters as described in section 4.3.2. The physical values of the best-fit
Drude parameters are w,; = 2.2637 x 1016 s~ and 9, = 11.99 x 103 s71. ¢; and ¢
are computed using Eq. (3.37). Figure 4.14 shows a comparison between the wave-
length spectra of the tabulated aluminum permittivities after interpolation (set 1)
and the permittivities obtained using the best-fit Drude parameters (set 2).

The transmissivity (7") and reflectivity (R) computed at any particular wave-
length give the total fraction of incident light that is directed in the forward (trans-
missivity) or backward (reflectivity) directions respectively. T and R are given by

r_ b
== e .
Ii’ (3 66)
1
R = — 3.67
I’L ) ( )
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Fig. 4.14. Comparison between the wavelength spectra of two sets of complex permit-
tivities of aluminum; set 1: the tabulated permittivities; set 2: the permittivities obtained
using best-fit Drude parameters @, = 2.2637 x 10'°s™! and 0. = 11.99 x 10'3 s

where I; and I, are the intensities associated with the zeroth-order transmitted
and reflected waves respectively. I; is the incident intensity. I; is computed using
the total field values recorded at the transmission side detector. However, I,. is
obtained from scattered fields computed by subtracting the incident fields from the
total field values at each grid point on the reflection side detector.

The incident light intensity (I;) at each wavelength is computed by carrying out
the same simulations without the grating and its substrate with other conditions
remaining exactly the same as those done with the gratings present. The complex
field data retrieved from the detector with the grating and one without for each
wavelength are Fourier transformed separately using a complex fast Fourier trans-
form (CFFT) algorithm (Mathcad 11). The CFFT in both cases show single peaks
centred at € = 0, 6 being the diffraction angle. The square modulus of the peak of
the Fourier spectrum of the fields obtained with the grating is normalized by the
square modulus of the peak of the Fourier spectrum of the fields obtained from
simulation without the grating to yield reflectivity and transmissivity.

The real and imaginary parts of the complex field are computed using the
nonstandard finite time differences at each grid point. Let us assume that the field
E generated by FDTD has following form: E = A(cos(wt) +isin(wt)) + B. Here B
is the dc part of the signal and A is the amplitude. To eliminate the dc part, we
employ the E field values generated at three consecutive time steps. In this scheme
the real part is given by

En+1 _ En—l
Epp = — 3.68
2 Atng ( )
where Atyg is the nonstandard time step and is given by [4]
sin(wAt/2
(At)ys = S0wAt/2) (3.69)

wAt/2
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E""!, E® and E"™! are the electric fields evaluated at (n — 1)th, nth and
(n + 1)th time steps respectively. Since the imaginary part of the E field (E;,)
can be generated by differentiating the real part of the E field, F;,, is given by

B En+1 + En—l —_9E"

Eim P}
[Atys]

(3.70)

The simulations are performed at each wavelength () using following FDTD
parameters: As, = 4 nm, A = \,/As,, v = 0.175 (Courant limit for standard,
non-dispersive FDTD in two dimensions is 0.7), g = 1, go = 1/v?, and At, =
0.00933 fs. Hence number of grid points varies from 100 at A\, = 400nm to 175 at
Ap = 700 nm. As,, is chosen from two considerations. Firstly, As, should be small
enough to represent the smallest features of the structure adequately on the grid.
Furthermore, since the choice of As and v affects the stability of the algorithm,
these quantities should be chosen to ensure both stability of the algorithm and the
accuracy of the results. As an example, we compute the eigenvalues with As, =
4 nm, v = 0.7 and v = 0.175. At each v, eigenvalues are computed for two values of
Ap, namely, 400 nm and 700 nm in both TM and TE polarization modes. Tabulated
permittivities (set 1) are employed to compute these eigenvalues. The results of this
computation are shown in Tables 4.4 and 4.5. Tables 4.4 and 4.5 show that both
in TE and TM modes, I; > 1 with v = 0.7 and [/; increases with increasing A,.
The eigenvalues in Tables 4.4 and 4.5 indicate that to make the algorithm perfectly
stable, one might need to lower the values of As, and v infinitely. However, choosing
As, and v to be sufficiently small we can make the algorithm practically stable,
yielding reliable results at the same time.

To find out the total number of time steps needed to reach the steady-state we
studied the time variation of the E field intensity (I) at a point 10 grid units away
from the left hand side boundary of the simulation space at A, = 540 nm. The
results are plotted in Fig. 4.15. I at the nth point is computed by averaging the E
field intensity over two time periods (7). I is given by

1 2(n+1)7
2
Im,n = E Z [Re(Em,])] ) (371)
j=2nT
0 T T 1 T
5 00000000
P
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Fig. 4.15. Time variation of intensity over 40 time periods.



4 Advances in finite-difference time-domain calculation methods 167

Table 4.4. Stability eigenvalues as functions of A\, and v in TE mode.

v Ap (nm) I lo I3

0.7 400 1.075 0.93 0.999
0.7 700 1.315 0.76 0.999
0.175 400 1.007 1.000 0.992
0.175 700 1.036 1.000 0.965

Table 4.5. Stability eigenvalues as functions of A, and v in TM mode.

v Ap (nm) I l2 ls
0.7 400 1.026 0.999 0.974
0.7 700 1.128 0.999 0.886
0.175 400 0.997 1.001 1.000
0.175 700 0.988 1.01 1.000
wheren =0,1,...,19 and m = y in TE mode and m = z in TM mode respectively.

T is given by

2
T=—

¥ (3.72)

w in Eq. (3.72) is defined by Eq. (3.38). The figure indicates that steady state of
intensity is reached in 407 time steps and 7 being a normalized quantity, the results
hold for all wavelengths. All simulation results presented here are recorded at 407
time steps.

Figures 4.16—4.19 show the far-field wavelength spectra of reflectivity and trans-
missivity for the ordinary single-layered aluminum WGP in TE and TM modes
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Fig. 4.16. Wavelength spectra of reflectivity for an aluminum WGP (A = 170 nm,

h = 100 nm, f = 0.6) in TE mode, at normal incidence, simulated using two sets of
permittivities for aluminum (set 1 and set 2 in Fig. 4.14).
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Fig. 4.17. Wavelength spectra of transmissivity for an aluminum WGP (A = 170 nm,
h = 100 nm, f = 0.6) in TE mode, at normal incidence, simulated using two sets of
complex permittivities for aluminum (set 1 and set 2 in Fig. 4.14).
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Fig. 4.18. Wavelength spectra of reflectivity for an aluminum WGP (A = 170 nm,

h = 100 nm, f = 0.6) in TM mode, at normal incidence, simulated using two sets of
complex permittivities for aluminum (set 1 and set 2 in Fig. 4.14).

respectively. In all cases rectangular profile gratings are used at normal incidence
with following parameters: A = 170 nm, A = 100 nm, and f = 0.6.

The reflectivity at any wavelength in the TE mode of a large fill-factor WGP
(Fig. 4.16) is larger than that of a low fill-factor WGP. The opposite is true for the
TE mode transmissivity, that is, TE mode transmissivity of a large fill-factor WGP
(Fig. 4.17) is actually lower than that of a low fill-factor WGP. The reflectivity or
transmissivity at each wavelength depend on the choice of permittivity, but the
overall wavelength dependence is similar for the two chosen sets of permittivities.
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Fig. 4.19. Wavelength spectra of transmissivity for an aluminum WGP (A = 170 nm,
h = 100 nm, f = 0.6) in TM mode, at normal incidence, simulated using two sets of
complex permittivities for aluminum (set 1 and set 2 in Fig. 4.14).

The difference between two sets of reflectivity or transmissivity at any particular
wavelength is no more than 15%. Similar observations can be made from TM
mode reflectivity and transmissivity spectra (Figs. 4.18 and 4.19) except that the
difference between the two sets of reflectivity at any wavelength can be as much as
20%.

Figures 4.20-4.23 show the far-field wavelength spectra of reflectivity and trans-
missivity for the double-layered aluminum-silicon absorbing WGP in TE and TM
modes respectively. In all cases rectangular profile gratings are used at normal
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Fig. 4.20. Wavelength spectra of reflectivity for a part aluminum, part silicon WGP
(A =155 nm, h = 220 nm, f = 0.36, 6 = 20 nm) in TE mode, at normal incidence,
simulated using two sets of complex permittivities (set 1 and set 2 in Fig. 4.14).



170 James B. Cole, Naoki Okada, and Saswatee Banerjee

1.0 1 e
"
0.9+ ] —O0—0
R O
= pg- -
o
S
X 0.7 1
2 0.6
2
% 054 —O— setl
E —®—set2
a 044
c
@
= 03

0.2 -

0.1 T T T T T T T 1
400 440 480 520 560 600 640 680 720

Wavelength (nm)

Fig. 4.21. Wavelength spectra of transmissivity for a part aluminum, part silicon WGP
(A =155 nm, h = 220 nm, f = 0.36, 6 = 20 nm) in TE mode, at normal incidence,
simulated using two sets of complex permittivities for aluminum (set 1 and set 2 in
Fig. 4.14).
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Fig. 4.22. Wavelength spectra of reflectivity for a part aluminum, part silicon WGP
(A = 155 nm, h = 220 nm, f = 0.36, § = 20 nm) in TM mode, at normal incidence,
simulated using two sets of complex permittivities for aluminum (set 1 and set 2 in
Fig. 4.14).

incidence with following parameters: A = 155 nm, h = 220 nm, f = 0.36, and
0 = 20 nm.

Figures 4.20-4.23 indicate that both in TM and TE modes reflectivity and
transmissivity spectra depend strongly on the choice of permittivity. Particularly
in TE mode set 2 permittivities derived from the best-fit Drude parameters can
show the existence of sharp maximum or minimum, which disappear or become less
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Fig. 4.23. Wavelength spectra of transmissivity for a part aluminum, part silicon WGP
(A = 155 nm, h = 220 nm, f = 0.36, § = 20 nm) in TM mode, at normal incidence,
simulated using two sets of complex permittivities for aluminum (set 1 and set 2 in
Fig. 4.14).

sharp if the exact tabulated values of permittivities are used. However, both TM
and TE mode results show that the difference between the two sets of reflectivities
(or transmissivities) diminish as the wavelength increases.

4.3.5 Summary

We implemented a recursive convolution FDTD (RC-FDTD) method with first-
order Drude model in two dimensions for monochromatic applications. In TM mode
we implemented the wave equation using RC-FDTD. In our knowledge, this is the
first time that RC-FDTD for the wave equation is implemented. With only one elec-
tric field component to compute, the wave equation implementation is inherently
faster than implementations that use Maxwell’s equations in this mode.

We presented a stability analysis that links RC-FDTD stability to space and
time discretization, and the metal permittivity. The stability analysis is valid as
long as wave at each point of the simulation space can be approximated by an
infinite plane wave. The choice of the minimum spatial grid step and the numerical
speed of light on the grid is seen to affect the results profoundly. Choosing the
minimum grid step and numerical speed to be sufficiently small it is possible to
render the algorithm practically stable and guarantee the reliability of the results.

The RC-FDTD scheme is combined with a complex fast Fourier transform to
compute the far-field wavelength spectra of reflectivity and transmissivity for two
subwavelength gratings, one, a purely metal grating and another, a double-layered
grating formed of one metal layer and one weakly conducting dielectric layer.

The wavelength spectra of the gratings are computed using two sets of complex
permittivities: the first set represents the tabulated values of the complex permit-
tivities, while the second set is obtained using a set of best-fit Drude parameters
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that are determined by fitting the first-order Drude model to the tabulated val-
ues of permittivities over the entire visible range of wavelengths. This is done to
highlight the effect of choice of permittivities on the optical characteristics of these
structures. The results are seen to depend strongly on the choice of permittivity
values.

4.4 Summary and Conclusions

In this chapter we have introduced new theoretical and practical developments in
the finite-difference time-domain (FDTD) methodology.

In section 4.1, we introduced the nonstandard (NS) FDTD algorithm, and a
presented a more useful, more accurate, and more mathematically meaningful de-
scription than that presented in previous papers [4]-[6]. We then extended the
NS-FDTD methodology to include the effective source terms in scattered field cal-
culations.

The NS-FDTD algorithm derives from nonstandard finite difference models
of the wave equation and Maxwell’s equations in which model parameters of the
difference eqautions are adjusted so that known analytic solutions of the differential
equations are also solutions of the corresponding difference equations. Whereas
the error of the conventional or standard (S) FDTD algorithm is es ~ h?, where
h = Az = Ay = Az is the grid spacing, the error of the NS-FDTD algorithm is
ens ~ hS. We verified that our methodology is correct by comparing NS-FDTD
calculations of scattered field intensity for cylinders and spheres with Mie theory.

The high accuracy of the NS-FDTD algorithm, alone, does not necessarily guar-
antee high-accuracy results. The accuracy of FDTD calculations depends not only
on the FDTD algorithm used, but also on how the computational domain is ter-
minated, and on how objects, such as scatterers, are represented on the numerical
grid. Although there is no ideal termination of the computational boundary, there
are many good ones, for example [8]. On the other hand, there is no completely
satisfactory representation of an object on a coarse grid. In section 4.2.3 we de-
rive the ‘fuzzy model.” It gives excellent results in ‘most’ cases, but to compute
the whispering gallery modes discussed in section 4.2 a quite fine grid is required
because the object representation gives rise to large errors on resonance. For ex-
ample, in the TM mode (see Table 4.2) we need a discretization of A\/h = 64 (A
= vacuum wavelength) in the NS-FDTD calculation to obtain good results, but
just off resonance (same cylinder radius, but refractive index = 2.7) the NS-FDTD
calculation is in excellent agreement with Mie theory for A/h = 10.

While the development of the second-order NS-FDTD algorithms seems nearly
complete, further progress is needed in representing objects on a coarse grid.

In section 4.2, we applied the methodology of section 4.1 to compute whispering
gallery modes (WGM) in dielectric cylinders in the Mie regime. Using NS-FDTD,
we computed the scattered and internal fields due to an infinite plane wave im-
pinging perpendicularly to the cylinder axis. Compared to off-resonance, roughly
an order of magnitude more iterations are needed to compute the fields of the
WGMs. Besides algorithmic error, such errors as that due to the termination of
the computational boundary and the representation of the cylinder on the numer-
ical grid accumulate. Nevertheless we found excellent agreement with Mie theory.
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While the fact that NS-FDTD gives the correct result on such a challenging prob-
lem, does not necessarily guarantee that it will yield always correct results on all
other problems, it is nonetheless the best validation available when there are no
analytic solutions. Having validated our algorithms against Mie theory we now
plan to investigate resonances in such structures as dielectric cubes, and photonic
crystals, where there is no analytic guidance.

Most media are, at least to some extent, dispersive. The FDTD methodology
can be extended to include dispersion, using what is called recursive convolution
(RC). The computational cost of the RC-FDTD algorithm is not only much higher
than that of ordinary FDTD, but also its accuracy is much lower, and it is often
numerically unstable. To implement RC-FDTD, an analytic model of the dispersion
is needed.

In section 4.3, a monochromatic implementation of RC-FDTD in two dimen-
sions incorporating the Drude model of dispersion is discussed. One advantage of
this implementation is that it allows one to use the tabulated values of permittivity
at any frequency. A typical broadband implementation does not permit the use of
tabulated values of permittivity. Computations presented here indicate that such
a broadband implementation might lead to quite different results.

A rigorous numerical stability analysis for the RC-FDTD algorithm, including
the Drude parameters is presented.

To obtain reasonable results with RC-FDTD, it is necessary to use a fairly fine
grid (typically A/h is at least 50). It might be possible to increase the accuracy
(and hence use a coarser grid) if a suitable NS-FD model could be found. This is
a topic for future work.
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5 Radiative Transfer in Coupled Systems

Knut Stamnes and Jakob J. Stamnes

5.1 Introduction

In many applications an accurate description is required of light propagation in
two adjacent slabs separated by an interface, across which the refractive index
changes. Such a two-slab configuration will be referred to as a coupled system.
Three important examples are atmosphere—water systems [1]-[5], atmosphere-sea
ice systems [6,7], and air-tissue systems [8]. In each of these three examples, the
change in the refractive index across the interface between the two slabs must be
accounted for in order to model the transport of light throughout a coupled system
correctly. In the second example, the refractive-index change together with multiple
scattering leads to a significant trapping of light inside the strongly scattering,
optically thick sea ice medium [6,7]. For imaging of biological tissues or satellite
remote sensing of water bodies an accurate radiative transfer (RT) model for a
coupled system is an indispensable tool [9]-[12]. In both cases, an accurate RT
tool is essential for obtaining satisfactory solutions of retrieval problems through
iterative forward/inverse modeling [10]-[18].

In this review, the discussion is limited to applications based on scalar RT
models that ignore polarization effects. There are numerous RT models available
that include polarization effects (see Zhai et al. [19] and references therein for a
list of papers), and the interest in applications relying on polarized radiation is
growing.

Section 5.2 provides definitions of inherent optical properties including absorp-
tion and scattering coeflicients as well as the normalized angular scattering cross-
section (scattering phase function). In section 5.3 an overview is given of the scalar
RT equation (RTE) applicable to coupled media consisting of two adjacent slabs
with different refractive indices. Two different methods of solutions are discussed:
the discrete-ordinate method and the Monte Carlo method. The impact of a rough
interface between the two adjacent slabs is also discussed. In section 5.4 a few
typical applications are discussed including coupled atmosphere—water systems,
coupled atmosphere—snow—ice systems, and coupled air-tissue systems. Finally, a
summary is provided in section 5.5.

A.A. Kokhanovsky (ed.), Light Scattering Reviews 6: Light Scattering and Remote Sensing 179
of Atmosphere and Surface, Springer Praxis Books, DOI 10.1007/978-3-642-15531-4 5,
© Springer-Verlag Berlin Heidelberg 2012
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5.2 Inherent optical properties

The optical properties of a medium can be categorized as inherent or apparent. An
inherent optical property (IOP) depends only on the medium itself, and not on the
ambient light field within the medium [20]. An apparent optical property (AOP)
depends also on the illumination, i.e. on light propagating in particular directions
inside or outside the medium.

The absorption coefficient o and the scattering coefficient ¢ are important IOPs,

defined as [4] e
o) =3 (% ). )

o= (%) @)

Here I' is the incident radiance entering a volume element dV = dA ds of the
medium of cross-sectional area dA and length ds, and dI* > 0 and dI° > 0 are
respectively the radiances that are absorbed and scattered in all directions as the
light propagates the distance ds, which is the thickness of the volume element dV
along the direction of the incident light. If the distance ds is measured in [m],
the unit for the absorption or scattering coefficient defined in Eq. (1) or Eq. (2)
becomes [m™1].

The angular distribution of the scattered light is given in terms of the volume
scattering function (VSF), which is defined as

o 117 1d [dI° R
Bl . 0) = 1 p@<mﬂ[msry ®)

Here d21 is the radiance scattered from an incident direction €2’ into a cone of sohd
angle dw around the d1rect1on Q as the light propagates the distance ds along Q.

The plane spanned by Q' and Q is called the scattering plane, and the scattering

angle © is given by cos@ = a . Q. Integration of Eq. (3) over all scattering
directions yields

by L[ (A1
o= Tids 4 \ dw I\ ds

d
27 T
B(s, QI, Q)dw = / / B(s,cos O, ¢)sin O dO do, (4)
o Jo

4

where © and ¢ are respectively the polar angle and the azimuth angle in a spherical
coordinate system in which the polar axis is along Q. As indicated in Eq. (4), the
VSF [B(s,cosO,¢)] is generally a function of both © and ¢, but for randomly
oriented scatterers one may assume that the scattering potential is spherically
symmetric implying that there is no azimuthal dependence, so that 8 = (s, cos ©).
Then one finds

™ 1
o(s) = 27r/0 B(s,cosO)sin OdO = 27r/_1 B(s,cos O)d(cos O). (5)
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A normalized VSF, denoted by p(s, cos ©) and referred to hereafter as the scat-
tering phase function, may be defined as follows

p(s,co80) = 4r 6(8 o8 @) = Bls,cos0) (6)
’ J.. B(s,cos @) %f_llﬁ(&cos@) dcos®’
so that )
ym p(s,c080) dw = 1. (7)

The scattering phase function has the following physical interpretation. Given that
a scattering event has occurred, p(s, cos @) dw/4m is the probability that a photon
traveling in the direction Q1 is scattered into a cone of solid angle dw around the
direction € within the volume element dV with thickness ds along Q'

The scattering phase function [p(s, cos©)] describes the angular distribution
of the scattering, while the scattering coefficient o(s) describes its magnitude. A
convenient measure of the ‘shape’ of the scattering phase function is the average
over all scattering directions (weighted by p(s, cos @)) of the cosine of the scattering
angle O, i.e.

1
g = {(cosO) = —/ p(s,co8O) cos O dw
47 A
1 i 1 |
=3 /p(s,cos O) cos O sinO dO = 3 /p(s,cos O) cosO d(cosO@).  (8)
0 Z1

The average cosine g is called the asymmetry factor of the scattering phase func-
tion. Equation (8) yields complete forward scattering if g = 1, complete backward
scattering if g = —1, and g = 0 if p(s,cos ©) is symmetric about @ = 90°. Thus,
isotropic scattering also gives g = 0. The scattering phase function p(s,cos @) de-
pends on the refractive index as well as the size of the scattering particles, and
will thus depend on the physical situation and the practical application of interest.
Two different scattering phase functions, which are useful in practical applications,
are discussed below.

In 1941 Henyey and Greenstein [21] proposed the one-parameter scattering
phase function given by [oppressing the dependence on the position s

l—g2
(1+ g2 — 2g cos ©)3/2’

plcos ) = (9)
where the parameter ¢ is the asymmetry factor defined in Eq. (8). The Henyey and
Greenstein (HG) scattering phase function has no physical basis, but is very useful
for describing a highly scattering medium, such as skin tissue or sea ice, for which
the actual scattering phase function is unknown. The HG scattering phase function
is convenient for Monte Carlo simulations and other numerical calculations because
it has an analytical form. In deterministic plane parallel RT models it is also very
convenient because the addition theorem of spherical harmonics can be used to
expand the scattering phase function in a series of Legendre polynomials [4] as
reviewed in the next section. For the HG scattering phase function, the expansion
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coefficients y; in this series (see Eq. (17) below) are simply given by x; = g'. The
HG scattering phase function is used for scatterers with sizes comparable to or
larger than the wavelength of light.

When the size d of the scatterers is small compared with the wavelength of light
(d< 11—0)\), the Rayleigh scattering phase function gives a good description of the
angular distribution of the scattered light. The Rayleigh scattering phase function
for unpolarized light is given by

p(cos ©) = 3 i f(l + fcos? ), (10)

where the parameter f is the depolarization factor [22—-24]. Originally this scattering
phase function was derived for light scattering by an electric dipole [25]. Since the
Rayleigh scattering phase function is symmetric about @ = 90°, the asymmetry
factor is g = 0.

5.3 Basic Theory

5.3.1 Radiative transfer equation

Consider a coupled system consisting of two adjacent slabs separated by a plane,
horizontal interface across which the refractive index changes abruptly from a value
my in one of the slabs to a value ms in the other. If the IOPs in each of the two
slabs vary only in the vertical direction denoted by z, where z increases upward,
the corresponding vertical optical depth, denoted by 7(z), is defined by

@)= [l +ol) b2 (1)

where the absorption and scattering coefficients o and o are defined in Egs. (1)
and (2). Note that the vertical optical depth is defined to increase downward from
7(z = 00) = 0 at the top of the upper slab.

In either of the two slabs, assumed to be in local thermodynamic equilibrium,
so that they emit radiation according to the local temperature T'(7(2)), the diffuse
radiance distribution I(7, s, ¢) can be described by the radiative transfer equation
(RTE)

“W = I(r,p,¢) = S* (.1, ¢') — [1 — a(7)]B(7)

2w 1

- %/dd/p(T’“”¢'%M7¢)I(T,u’,¢’) . (12)
0 -1

Here p is the cosine of the polar angle 6, and ¢ is the azimuth angle of the
observation direction, a(7) = o(7)/[a(T) + o(7)] is the single-scattering albedo,
p(7, 1, @'; 1, @) is the scattering phase function defined by Eq. (6), where p’ is the
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cosine of the polar angle ¢ and ¢’ is the azimuth angle of the direction of an
incident beam that is scattered into the observation direction 6, ¢, and B(7) is
the thermal radiation field given by the Planck function. The differential vertical
optical depth is [see Eq. (11)]

dr(2) = —[o(7) + o(7)] dz, (13)

where the minus sign indicates that 7 increases in the downward direction, whereas
z increases in the upward direction as noted above. The scattering angle © and the
polar and azimuth angles are related by

Q' = cosO = cosh cos§ +sind’ sinb cos(¢’ — ¢).

By definition, § = 180° is directed toward nadir (straight down) and § = 0° toward
zenith (straight up). Thus, u varies in the range [—1,1] (from nadir to zenith).
For cases of oblique illumination of the medium, ¢ = 180° is defined to be the az-
imuth angle of the incident light. The vertical optical depth 7 is defined to increase
downward with depth from 7 = 0 at the top of the upper slab (slaby).

The single-scattering source term S* (7, i/, ¢’) in Eq. (12) in slaby (with complex
refractive index m; = ny + in}) is different from that in the lower slab (slabs, with
refractive index ma = ng + inb). In slab; it is given by

a(r)F*
47

a(T)F? (2 —7
(437 pr(—po; M, m2)p(T, fro, po; py @) e~ BT/ M0 (14)

where 7 is the vertical optical depth of the upper slab, pp(—po;mi1, me) is the
Fresnel reflectance at the slab;—slabs interface, g = cosfy, with 6y being the
zenith angle of the incident beam of illumination, and where no > ni. Note that
the real part of the refractive index of the medium in slab; has been assumed to
be smaller than that of the medium in slabs, as would be the case for air overlying
a water body or a skin surface. The first term on the right-hand side of Eq. (14)
is due to first-order scattering of the attenuated incident beam of irradiance F'*®
(normal to the beam) while the second term is due to first-order scattering of the
attenuated incident beam that is reflected at the slab;—slabs interface. In slaby
the single-scattering source term consists of the attenuated incident beam that is
refracted through the interface, i.e.

N a(T)F*
Sjirme) = T L

X p(T7 —Hon; d)Ov Hs ¢)6771/#0 67(7—77-&)/“0”’ (15)

where Tp(—p0; m1, mo) is the Fresnel transmittance through the interface, and oy,
is the cosine of the polar angle 6y, in slabs, which is related to 6y = arccos pg by
Snell’s law.

For a two-slab system with source terms as given by Egs. (14) and (15), a
solution based on the discrete-ordinate method [26,27] of the RTE in Eq. (12)
subject to appropriate boundary conditions at the top of slaby, at the bottom of
slaby, and at the slabj—slaby interface, was first developed by Jin and Stamnes [2]
(see also Thomas and Stamnes [4]).

Sik(’ralufa(vb) = p(Tv 7,“’0741)0;,“7(;5) eiT/uo

Tr(—po; m1, ma)
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Isolation of azimuth dependence

The azimuth dependence in Eq. (12) may be isolated by expanding the scattering
phase function in Legendre polynomials, P;(cos ©), and making use of the addition
theorem for spherical harmonics [4]

2N—-1
pleos©) = p(u', &5, 6) = D (2= So.m)p™ (1, 1) cosm(e) — ), (16)

m=0

where dg ,, is the Kronecker delta function, i.e. dg,, = 1 for m = 0 and 6y, = 0
for m # 0, and
2N—1
P ) =Y 21+ DA () AT (). (17)
l

m

Here y; = £ f_ll d(cos ©)P;(cos O)p(cos O) is an expansion coefficient and A" (u) is
given by
(I —m)!

A7 (p) TTm)

B (), (18)

where P/ () is an associated Legendre polynomial of order m. Note that for sim-
plicity we have suppressed the dependence of the phase function on optical depth
in Egs. (16)—(18). Expanding the radiance in a similar way,

2N -1
I(rp,¢) = > I™(7,) cosm(e — o), (19)
m=0
where ¢ is the azimuth angle of the direction of the incident light, one finds that
each Fourier component satisfies the following RTE (see Thomas and Stamnes [4]
for details)

dI™(r, p)

I/"L _ *1M
7 (7 ) = 8™ (7, )

@ /pm(T, p's ) I7 (7, 1) dps, (20)

1

where m =0,1,2,...,2N — 1 and p™ (7, i/, p) is given by Eq. (17).

The interface between the two slabs

When a beam of light is incident upon a plane interface between two slabs of
different refractive indices, one fraction of the incident light will be reflected and
another fraction will be transmitted or refracted. For unpolarized light incident
upon the interface between the two slabs, the Fresnel reflectance pg is given by

pr = 5(Ri+ Ry, (21)

where R is the reflectance for light polarized with the electric field perpendicular
to the plane of incidence, and R is the reflectance for light polarized with the
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electric field parallel to the plane of incidence [4,28]. Thus, one finds

Kt — My by
ot + M g

1
PF =

2
-1 ‘

‘ [hi — My fiy
i+ M iy

2] ; (22)

where p; = cosé;, 6; being the angle of incidence, u; = cos#,, 6; being the angle
of refraction determined by Snell’s law (n; sinf; = ns sinf;), and m, = ma/m;.
Similarly, the Fresnel transmittance becomes

2 1
Tr = 2Myperfhifie + ‘

ot + My by

‘ 1
i + M iy

2
] : (23)

where my.e; = na/nq.

5.3.2 Discrete-ordinate solution of the radiative transfer equation

To solve Eq. (20) for a coupled (two-slab) system one needs to take into account the
boundary conditions at the top of slab; and at the bottom of slaby as well as the
reflection and transmission at the slab;—slabs interface. In addition, the radiation
field must be continuous across interfaces between horizontal layers with different
IOPs within each of the two slabs (with constant refractive index). Such horizontal
layers are introduced to resolve vertical variations in the IOPs within each slab.

The integro-differential RTE [Eq. (20)] may be transformed into a system of
coupled, ordinary differential equations by using the discrete-ordinate approxima-
tion to replace the integral in Eq. (20) by a quadrature sum consisting of 2/N; terms
in slab; and 2N, terms in slabsy, where N7 terms are used to represent the radiance
in the downward hemisphere in slab; that refracts through the interface into slabs.
In slaby, Ns terms are used to represent the radiance in the downward hemisphere.
Note that Ny > Nj because additional terms are needed in slabs with real part of
the refractive index ns > ny to represent the downward radiance in the region of
total internal reflection.

Seeking solutions to the discrete ordinate approximation of Eq. (20), one obtains
the Fourier component of the radiance at any vertical position both in slab; and
slabs. The solution for the pth layer of slab; is given by [4]

N1

L (ry i) = 0 { O ()R + Cgpgl (i)™ 57 + Uy (i) }
j=1
(24)
where ¢ = 1,..., N7 and p is less than or equal to the number of layers in slab;.
The solution for the gth layer of slabs is given by [4]
N2 2 2
Lo(7, 1) = ) Cojagl jg(Rud)e™a™ + Cljagly (Epi)e ™ a7 + Uy (7, £f),  (25)
j=1
where ¢ = 1,..., Ny. The superscripts u and £ are used to denote upper slab;

and lower slaby parameters, respectively, the plus (minus) sign is used for radi-

ances streaming upward (downward), and k3s g5 k‘fq, and gf o are eigenvalues and
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eigenvectors determined by the solution of an algebraic eigenvalue problem, which
results when one seeks a solution of the homogeneous version of Eq. (20) (with
S*™(r,u) = 0) in the discrete-ordinate approximation. The terms U,(+p}) and
U,(£uf) are the particular solutions. The coefficients Cj, and Cyj, are deter-
mined by boundary conditions at the top of slab; and at the bottom of slabsy, the
continuity of the basic radiance (the radiance divided by the square of the real
part of the refractive index) at each interface between internal layers in each of the
slabs, and Fresnel’s equations at the slab;—slaby interface.

The numerical code C-DISORT [2, 3] computes radiances at any optical depth,
polar, and azimuth angle by solving the RTE in Eq. (20) for each layer of the two
slabs by using the discrete-ordinate method to convert the integro-differential RTE
into a system of coupled ordinary differential equations. The C-DISORT method
can be summarized as follows:

1. Slab; and slabs are separated by a plane interface at which the refractive index
changes from m; = ny + in} in slab; to ms = ne + inf in slabs, where mq
depends on the wavelength.

2. Each of the two slabs is divided into a sufficiently large number of homogenous
horizontal layers to adequately resolve the vertical variation in its IOPs.

3. Fresnel’s equations for the reflectance and transmittance are applied at the
slab;—slabsy interface, in addition to the law of reflection and Snell’s Law to
determine the directions of the reflected and refracted beams.

4. Discrete-ordinate solutions to the RTE are computed separately for each layer
in the two slabs.

5. Finally, boundary conditions at the top of slab; and the bottom of slab, are
applied, in addition to continuity conditions at layer interfaces within each of
the two slabs.

Fourier components of the radiances at a vertical location given by the pth layer in
slab; or the gth layer in slaby are computed from Egs. (24)—(25), and the azimuth-
dependent diffuse radiance distribution from Eq. (19). Upward and downward hemi-
spherical irradiances are then calculated by integrating the azimuthally-averaged
zeroth-order (m = 0) Fourier component I)(7, 44;) or I](7, —p;) over polar angles.

The downward irradiance in slab; consists of a direct component EY; , given by

Ef (1) = poF* €™/t (26)
and a diffuse component Ej ., given by
1

B g (r) = 2 | (T gy () (21)

where (I3 ;.(7, 1)) is the azimuthally-averaged diffuse downward radiance at op-

tical depth 7 < 71 in slab;. Similarly, the upward diffuse irradiance E} diff 1 slaby
and the average diffuse radiance (mean intensity) are given by

1
EY i (7) = 2 / (T2 i (o))t (28)
0

Tty () = 5 | (T () + T g (7. 00) . (29)
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In slabs, the downward direct and diffuse irradiances, the upward diffuse irra-
diance, and the average diffuse radiance become:

B (7) = poF* el-mi/mo=r/bon], (30)
1
B i (7) = 2 / (1% s (o)1 s (31)
1
L o (7) = 21 / (1% 4o (7 )1 dp, (32)
24 1 ! 74 74
Laips(T) = 5/0 (g, aigr (7o 1) + Ly qigr (7, 1) dpa, (33)

where the downward and upward azimuthally-averaged radiances in slabs are given
by (1§ 4z (7, 1)) and (I}, 4 (7, 1))

5.3.3 Monte Carlo simulations

The Monte Carlo (MC) method is a numerical approach that is based on the use
of random numbers to perform statistical simulations by means of a computer.
Computer-generated numbers are not really random, since computers are deter-
ministic. But a random number algorithm, like the one described in [29], has a
periodicity of 2.3 x 10'¥, and generates numbers that are uncorrelated. Such a
random number algorithm is therefore acceptable for practical MC simulations.
The concept of the MC method is very simple, and may be used to model light
propagation in systems with geometries that are too complicated to be modeled
with other numerical methods. The main drawback of the MC method is its heavy
demands on computing time. To speed up MC simulations one may use photon
packets rather than single photons. Also, there are more advanced methods like
the ones described in [30] and [31].

In a Monte Carlo simulation for a coupled two-slab system (C-MC), the solution
of the RTE in Eq. (12) with source terms as given in Egs. (14)—(15) is obtained by
following the life histories of a very large number of photons. Each photon enters the
coupled system at the top of slaby, and is followed until it leaves the system either
by absorption in either of the slabs (or at the bottom of slabs) or by backscattering
out of slab;.

From the absorption and scattering coefficients [Eqgs. (1) and (2)] two very useful
non-dimensional IOPs can be defined. First, the single-scattering albedo appearing
in the RTE (Eq. (12))

o(r)

R OEIo)

is the probability that a photon will be scattered rather than absorbed in an at-
tenuation event. In a medium where the attenuation of the beam primarily is due
to scattering, a(7) — 1.

The second non-dimensional IOP, which also appears in the RTE (Eq. (12)),
is the wvertical optical depth 7, which in differential form is given by Eq. (13).
Each of the two slabs are divided into a number of of horizontal plane-parallel
layers to resolve vertical variations in their IOPs (o (7), a(7), p(7, ', ¢'; 1, @)). Thus,
each layer in each of the two slabs has its own individual absorption coefficient «,

(34)



188 Knut Stamnes and Jakob J. Stamnes

scattering coefficient o, asymmetry factor g for the HG scattering phase function
(or more generally coefficients x, for the Legendre polynomial expansion of the
scattering phase function), and depolarization factor f for the Rayleigh scattering
phase function.

As an example, if each layer in each of the slabs can be described by three
scattering coefficients, denoted by oRray, 01, and o2 for Rayleigh scattering and
scattering by non-Rayleigh scatterers of type 1 and 2, respectively, one may define
two variables 77 and 72, such that 0 < n; <ny <1, by

g1
= 35
n o1+ 02+ O Ray ( )
o1+ o
o= —————— (36)

o1+ 02+ O Ray -

These two variables can be used together with a random number p; to decide
which scattering phase function and scattering coefficient to be used. Let the HG
scattering phase function be assumed to be adequate, implying that the asymmetry
factors g; and gs suffice to describe the scattering phase function for scatterers of
type 1 and 2, respectively. Then for a coupled system the choice of scattering phase
function, scattering coefficient, and asymmetry factor can be made as follows:

— If py < m, then o1 and g are used together with the HG scattering phase
function.

— Ifm < p1 < 1o, then g and go are used together with the HG scattering phase
function.

— If p1 > n2, then oRrqy and grey = 0 are used together with the Rayleigh scat-
tering phase function.

In MC simulations, the history of one single photon is tracked from it enters the
coupled system at the top of slab; in a given direction until it reaches the position
where it is either absorbed or scattered out of the medium. Then this procedure is
repeated for a very large number of photons, each entering the coupled system at
the top of slab; in the same direction as the first one.

The propagation of a photon through the coupled system is tracked one layer
at the time. An initial path length s is first calculated, and then the path from
the entrance point to the exit point of the first layer is calculated. The initial
path length s is determined by noting that light traveling in a medium containing
absorbers and scatterers will be attenuated according to the extinction law

I=1Iye ™. (37)

Here 75 = c¢s is called the optical thickness, and ¢ = «a + o is the attenuation
coefficient, which is the sum of the absorption coefficient v and the scattering
coeflicient o. The optical thickness 75 is a dimensionless quantity that is related to
the vertical optical depth T given previously by 7 = 74 cos 6.

Normalizing the extinction law (so that [ 80 I ds = 1), one finds that Iy = ¢ in
Eq. (37), so that

_ —cs
[normalized =ce .
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The corresponding cumulative function becomes

P(s) = /ce*csl ds' = 1—e
0

which leads to

s =p2) (38)

where P(s) has been replaced by ps. If pg is a random number uniformly distributed
between zero and one, so is (1 — p2). Therefore it follows from Eq. (38) that

s = — (39)

where s is the path length of a photon in a medium with attenuation coefficient ¢
as a function of a random number py € [0,1].

Before the path length in the next layer is calculated, the IOPs are set equal to
the IOP values of the new layer, and this process continues until the path length
is totally ‘consumed’, at which time the photon has reached a specific layer. Then
the photon interacts with the medium in this layer with single-scattering albedo
a, either through absorption or scattering. The single-scattering albedo a gives the
probability that a photon is scattered in an attenuation event (Eq. (34)). Thus, to
decide if the interaction is absorption or scattering, a random number ps is drawn.
If p3 > a, the photon is absorbed and a new photon is allowed to enter the system
at the top of the slab. If p3 < a, the photon is scattered, and the choice of scattering
phase function is determined by the size of the random number p; compared to 7,
and 72, as described previously. The scattering angle is found from the scattering
phase function, and is used to determine the new direction of the photon. This
process is then repeated, i.e. one determines the distance to the next interaction,
the type of interaction, and if necessary the new direction.

When a photon hits the slab;—slaby interface at which there is a change in
the refractive index, a new random number p4 is drawn to decide if the photon
is reflected or refracted. For unpolarized light incident upon the interface between
the two slabs, the Fresnel reflectance pr is given by Eq. (22), and the Fresnel
transmittance by Eq. (23). The random number py is used to decide the fate of the
photon. If py < pp, the photon is reflected at the interface, and if py > pp, it is
transmitted into slabs.

5.3.4 Impact of surface roughness on remotely sensed radiances
The bidirectional reflectance distribution function (BRDF) is defined as [4]:

L} ()
I= (YY) cos 0" dw'

p(—Y, Q) = (40)

Here I~ () cos0’ dw' is the radiant energy incident on a flat surface due to an
angular beam of radiation with radiance I~ (€?’) within a cone of solid angle dw’
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around direction (¢, ¢'), whereas I (€2) is the radiance of reflected light leaving
the surface within a cone of solid and dw around the direction (6, ¢). ¢ is the
polar angle between the incident beam direction €2’ and the normal to the surface.

In the preceeding, the interface between the two slabs was assumed to be flat,
but natural surfaces are not flat. For example, if the ocean surface were flat, a
perfect image of the Sun’s disk would be observed in the specular direction. The
effect of surface roughness is to spread the specular reflection over a range of angles
referred to as the sunglint region in the case of reflections from a wind-roughened
surface. If the surface is characterized by a Gaussian random height distribution z =
f(x,y) with mean height (z) = (f(z,y)) = 0, and the tangent plane approximation
is invoked, according to which the radiation fields at any point on the surface are
approximated by those that would be present at the tangent plane at that point
[32], the BRDF in Eq. (40) can be expressed as [32-34]

TP (20, 2y) pr(my, ma, it p, Ad)

/
S ) ’A =
ps(p's p, Ad) 1 jicost 3

(41)

where Agp = ¢' — &, pr(my, ma, i, p, Ap) is the Fresnel reflectance, 5 is the tilt
angle between the vertical and the normal to the tangent plane, and P(zg, 2,) is
the surface slope distribution. For a Gaussian rough surface

2 2
_zw—l—zy

20,0y

P(23,2y) =

(42)

2mo L0y

where z; and z, are the local slopes in the x and y directions, and o, and o, are
the corresponding mean square surface slopes. Since

of (z,y) Of (x,y)

2y = ——— =sinatanf and z, = ——% = cosatan

or dy

where « is the azimuth of ascent (clockwise from the Sun), one finds 22 + zg =
tan® 3. For an isotropic rough surface, 0, = 0, and 0? = 02 + 02 = 202 = 20,0
Thus, one obtains

1 [ taHQﬂ}

P(zg,2y) = ——3 ©xXP 3

(43)

A corresponding expression for the transmittance 7 can be derived as well [32,33].

To analyze remotely sensed radiances obtained by instruments such as the Sea-
viewing Wide Field of view Sensor (SeaWiFS, on-board SeaStar), the MODerate-
resolution Imaging Spectroradiometer (MODIS, deployed on both the Terra and
Aqua spacecraft), and the MEdium Resolution Imaging Spectrometer (MERIS, de-
ployed onboard the European Space Agency (ESA)’s Envisat platform, NASA has
developed a comprehensive data analysis software package (SeaWiFS Data Analy-
sis System, SeaDAS), which performs a number of tasks, including cloud screening
and calibration, required to convert the raw satellite signals into calibrated top-of-
the-atmosphere (TOA) radiances. In addition, the SeaDAS software package has
tools for quantifying and removing the atmospheric contribution to the TOA ra-
diance (‘atmospheric correction’) as well as the contribution due to whitecaps and
sunglint due to reflections from the ocean surface [34].
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If one ignores effects of shadowing and multiple reflections due to surface facets,
the sunglint reflectance can be expressed by Eq. (41) with the distribution P(z,, 2,)
of surface slopes as given in Eq. (43), where 02 = 0.003 + 0.00512 WS, WS being
the wind speed in m/s [19,61,62].

The directly transmitted radiance (DTR) approach
The sunglint radiance can be expressed as a function of the following variables

It = 109 (o, 11, Ag, WS, AM, 7ior, A)
where the angles g, 1, and A¢ define the sun-satellite geometry, WS is the wind
speed, and A the wavelength. The atmosphere is characterized by its total optical
depth 740, and the choice of an aerosol model (AM).

In the SeaDAS algorithm a sunglint flag is activated for a given pixel when the
reflectance or BRDF, as calculated from Eq. (41) with the slope distribution in
Eq. (43), exceeds a certain threshold. If the reflectance for a given pixel is above
the threshold, the signal is not processed. If the reflectance is below the threshold,
a directly transmitted radiance (DTR) approach is used to calculate the TOA
sunglint radiance in the SeaDAS algorithm. Thus, it is computed assuming that
the direct beam and its reflected portion only experience exponential attenuation
through the atmosphere [35], i.e.

159 (o, 1, Ad) = F*(NTo(NT (NI, (44)

BT = exp { ~lrau ) + 240 (- + 1)} (45)

Ho  H

where the normalized sunglint radiance Iy is the radiance that would result in the
absence of the atmosphere if the incident solar irradiance were F'* = 1, and where
Ty and T4 (Teor = Tar +74) are the Rayleigh (molecular) and aerosol optical thick-
nesses. Multiple scattering is ignored in the DTR approach, implying that photons
removed from the direct beam path through scattering will not be accounted for
at the TOA.

The multiply scattered radiance (MSR) approach

Whereas the DTR approach accounts only for the direct beam (Beam 2 in Fig. 5.1),
the multiply scattered radiance (MSR) approach is based on computing the TOA
radiance by solving Eq. (12) subject to the boundary condition:

Fs
I(Tlvﬂa¢) = Iuﬂ_ € l/uopglmt(*ﬂoafﬁo;ﬂa‘f’)
]‘ 2 ! ! / / ! /
+ ; / d¢// d‘LL pglint(7—7 —H 7(725 3 1 ¢)I(T7 1% 7¢ ) (46)
0 0

thereby allowing multiple scattering to be included in the computation. Here 7
is the optical thickness of slabi, and pgiint(—Ho, Go; 14, @) = ps(—po, 1t Ap) (see
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Fig. 5.1. Schematic illustration of various contributions to the TOA radiance in the
case of a wind-roughened ocean surface. (1) Diffuse downward component reflected from
the ocean surface; (2) direct, ocean-surface reflected beam; (3) beam undergoing multiple
scattering after ocean-surface reflection, and (4) (multiply) scattered beam reaching the
TOA without hitting the ocean surface (adapted from Ottaviani et al. [36].)

Eq. (41)) is the BRDF of the slab;—slaby interface. For consistency with the defi-
nition of sunglint, radiation reflected from the surface after being scattered on its
way down to the ocean surface (Beam 1 in Fig. 5.1) is neglected by not allowing the
presence of a downward diffuse term in Eq. (46). The complete solution of Eq. (12)
and (46) gives the total TOA radiance It% 4 (uo, pt, Ap), which includes light scat-
tered into the observation direction without being reflected from the ocean surface
(Beam 4 in Fig. 5.1). This contribution is denoted by I5%, 4 (1o, 1, A¢), since it can
be computed by considering a black or totally absorbing ocean surface, for which
pglint = 0 in Eq. (46). To isolate the glint contribution one must subtract this
‘black-surface’ component from the complete radiation field:

185 (1, 11, AG) = I 4 (0, 11 Ad) — 125 4 (110, 1, AD). (47)

Equation (47) includes multiply scattered reflected radiation, but ignores multiply
scattered sky radiation undergoing ocean-surface reflection (Beam 1 in Fig. 5.1).
Thus, it guarantees that the difference between the TOA radiances obtained by the
DTR and MSR approaches is due solely to that component of the TOA radiance,
which is scattered along its path from the ocean surface to the TOA (Beam 3
in Fig. 5.1). In order to quantify the error introduced by the DTR, assumption,
Ottaviani et al. [36] used a fully coupled atmosphere—ocean discrete ordinate code
with a Gaussian (Cox-Munk, Eq. (43)) surface slope distribution [17].
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Comparison of DTR and MSR

To correct for the sunglint signal, Wang and Bailey [35] added a procedure to the
SeaDAS algorithm based on the DTR assumption, which ignores multiple scatter-
ing in the path between the ocean surface and the TOA as well as in the path
from the TOA to the ocean surface. To quantify the error introduced by the DTR
assumption, Ottaviani et al. [36] neglected the effect of whitecaps as well as the
wavelength dependence of the refractive index. Figure 5.2 shows a comparison of
DTR and MSR results at 490 nm for several wind speeds and different aerosol
types and loads. The incident solar irradiance was set to F'® = 1, giving the sun-
normalized radiance, and in the computation of the Fresnel reflectance in Eq. (22)
the imaginary part of the refractive index n), was assumed to be zero. A standard
molecular atmospheric model (mid-latitude) with a uniform aerosol distribution
below 2 km was used in the computations. Thus, below 2 km the aerosol optical

SNS TOA radiances and error bands, SZA = 15 deg, WS = 1,5,10 m/s, 490 nm
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Fig. 5.2. Sun-normalized sunglint TOA radiance (solid and thin curves) at 490 nm for a
SZA of 15°, along the principal plane of reflection, and relative error incurred by ignoring
multiple scattering along the path from the surface to the TOA (dotted curves). Each plot
contains 3 representative wind speeds (1, 5, and 10 m/s). The upper row pertains to small
aerosol particles in small amounts (7 = 0.03, left panel) and larger amounts (7 = 0.3, right
panel). The bottom row is similar to the top one, but for large aerosol particles. The error
curves have been thickened within the angular ranges in which retrievals are attempted
(corresponding to 0.0001 < It%, < 0.001 in normalized radiance units) (adapted from
Ottaviani et al. [36]).
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thickness due to scattering (74) and absorption (74) was added to the molecular

optical thickness 7,;:
Teot = T +Ta = (Tip + 7ay) + (T4 + 74). (48)

The IOPs for aerosols were computed by a Mie code [37], and the IOPs of a multi-
component mixture were then obtained as a concentration-weighted average of the
IOPs of each aerosol component [38].

The upper panels in Fig. 5.2 pertain to small aerosol particles with optical
depths of 0.03 and 0.3, while the lower panels are for large aerosol particles. The
DTR curves are shown for wind speeds of 1, 5, and 10 m/s, while only one MSR
curve at 5 m/s is shown for clarity. The errors incurred by ignoring multiple scat-
tering in the path from the surface to the TOA are high, typically ranging from
10% to 90% at 490 nm (Fig. 5.2). These error ranges are determined by the ra-
diance threshold values that mark the retrieval region boundaries; the errors are
smaller closer to the specular reflection peak (higher threshold). Surface roughness
only affects the angular location and extent of the retrieval region where these er-
rors occur. The minimum errors grow significantly in an atmosphere with a heavy
aerosol loading, and asymmetries are found close to the horizon, especially in the
presence of large (coarse-mode) particles.

Figure 5.2 pertains to the principal plane. Similar computations showed that the
errors are azimuth-dependent [36]. Thus, in a typical maritime situation the errors
tend to grow as the radiance decreases away from the specular direction, and the
high directionality of the radiance peak at low wind speeds causes larger minimum
errors away from the principal plane. Correcting for sunglint contamination includ-
ing multiple scattering effects in future processing of ocean color satellite data is
feasible, and would be desirable in view of the magnitude of the errors incurred by
the DTR approach.

5.4 Applications

5.4.1 Coupled atmosphere—water systems

Figure 5.3 illustrates the transfer of solar radiation in a coupled atmosphere—ocean
system. For this kind of system, Mobley et al. [1] presented a comparison of un-
derwater light fields computed by several different methods including MC methods
[39-58], invariant imbedding [59,60], and the discrete-ordinate method [2], demon-
strating similar results for a limited set of test cases. However, these comparisons
were qualitative rather than quantitative because of the different ways in which
the models treated the radiative transfer in the atmosphere, leading to a spread
in the downwelling irradiance just above the water surface of 18%, which persisted
throughout the underwater column.
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Fig. 5.3. Schematic illustration of the atmosphere and ocean with incident solar ir-
radiance poF® and optical depth, increasing downward from 7 = 0 at the top-of-the-
atmosphere. The incident polar angle is cos™! o, which after refraction according to
Snell’s law changes into the angle cos ™! fio,. Since the ocean has a larger refractive index
than the atmosphere, radiation distributed over 27 sr in the atmosphere will be con-
fined to a cone less than 27 sr in the ocean (region II). Upward radiation in the ocean
with directions in region I will undergo total internal reflection at the ocean—air interface
(adapted from Thomas and Stamnes [4]).

Comparisons of C-DISORT and C-MC Results

Gjerstad et al. [5] compared irradiances obtained from a MC model for the coupled
atmosphere—ocean system (C-MC) with those obtained from a discrete-ordinate
method (C-DISORT). By treating the scattering and absorption processes in the
two slabs in the same manner in both methods, they were able to provide a more
detailed and quantitative comparison than those previously reported [1]. Figure 5.4
shows a comparison of direct and diffuse downward irradiances computed with the
C-MC and C-DISORT codes, demonstrating that when precisely the same IOPs
are used in the two models, computed irradiances agree to within 1% throughout
the coupled atmosphere-ocean system.

One shortcoming of the results discussed above is that the interface between the
two media with different refractive indices was taken to be flat. This flat-surface
assumption limits the applications of C-DISORT, because a wind-roughened ocean
surface is a randomly scattering object. In addition to affecting the backscattered
radiation, the surface roughness significantly affects the directional character of
the radiation transmitted through the air-water interface. To deal with the surface
roughness in the discrete-ordinate method, Gjerstad et al. [5] proposed an ad hoc
method of mimicking the irradiances obtained from a C-MC model by adjusting
the refractive index in C-DISORT. The limitations incurred by this ad hoc method
were removed by Jin et al. [61], who presented a consistent and widely applicable
solution of the discrete ordinate RT problem in a coupled atmosphere—ocean system
with a rough surface interface having a Gaussian wave slope distribution given by
Eq. (43). They concluded that the ocean surface roughness has significant effects
on the upward radiation in the atmosphere and the downward radiation in the
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Fig. 5.4. Comparison of irradiance results obtained with C-DISORT and a C-MC code
for radiative transfer in a coupled atmosphere—ocean system. The simulations are for an
atmosphere containing only molecular absorption and Rayleigh scattering, and for an
ocean having no Rayleigh scattering, only absorption and scattering from a chlorophyll
concentration of 0.02 mg/m?®, uniformly distributed to a depth of 61 m, below which the
albedo is zero (adapted from Gjerstad et al. [5]).

ocean. As the wind speed increases, the angular domain of the sunglint broadens,
the surface albedo decreases, and the transmission of radiation through the air—
water interface into the ocean increases. The transmitted radiance just below a
flat ocean surface is highly anisotropic, but this anisotropy decreases rapidly as
the surface wind speed increases. Also, the anisotropy will decrease as the water
depth increases because multiple scattering in the ocean interior eventually will
make larger contributions to reduce the anisotropy than the surface roughness.
The effects of surface roughness on the radiation field depend on both wavelength
and angle of incidence (i.e. solar elevation). Although their model predictions of
the impact of surface roughness agreed reasonably well with observations, Jin et al.
[61] cautioned that the original Cox—Munk surface roughness model [62] adopted
in the simulations (Eq. (43)) may be inadequate for high wind speeds.
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Simultaneous retrieval of aerosol and marine parameters

Traditional remote sensing ocean color algorithms start by application of an at-
mospheric correction step to estimate the aerosol optical thickness at a single near
infrared channel (865 nm for SeaWiFS), for which the ocean is assumed to be non-
scattering (the black-pixel approximation). Based on this atmospheric correction,
water-leaving radiances are generated for visible channels [34, 63]. Next, marine
constituents are estimated from two or three visible-channel water-leaving radi-
ances, either through regression or by look-up table (LUT) matching based on a
suitable bio-optical model. One shortcoming of this approach is that the black-pixel
approximation may not be valid [64]. Also, the atmospheric correction step is based
on the assumption that the radiation in the atmosphere can be decoupled from that
in the ocean, which is potentially a large source of uncertainty, because the oceanic
contribution to the total TOA radiance is typically less than 10%. Further, it is
difficult if not impossible to quantify systematically error sources in such two-step
ad hoc inversion procedures.

To remedy these shortcomings Stamnes et al. [65] devised a one-step iterative
inversion scheme, based on simulated radiances stored in LUTS, for simultaneous
retrieval of two aerosol parameters and one ocean parameter (chlorophyll concentra-
tion). To minimize uncertainties caused by forward model assumptions, an accurate
RT model for the coupled atmosphere-ocean system (C-DISORT [2,3]) was used.
Atmospheric correction was not treated separately, since any atmospheric effects
were fully integrated in the coupled RT model.

The Stamnes et al. [65] one-step algorithm cannot easily be extended beyond
the estimation of three (two aerosol and one ocean) parameters. Therefore, Li et al.
[16] developed a new method which employs a linearized version L-CDISORT [18] of
the coupled RT code, and simultaneously uses all available visible and near-infrared
SeaWiFS measurements (eight channels at 412, 443, 490, 510, 555, 670, 765, and
865 nm). L-CDISORT computes not only radiances, but also Jacobians (radiance
partial derivatives) that are required for inversion by standard methods such as the
iterative fitting technique based on nonlinear least squares or optimal estimation
(OE [66]). According to the new method [16], the retrieval parameters contained
in the retrieval state vector includes both boundary-layer aerosol parameters and
several marine parameters. At each iteration step, the L-CDISORT forward model
is linearized about the current estimate of the retrieval state vector, and used to
generate both simulated radiances and Jacobians with respect to the state vector
elements and other parameters that are required in the OE fitting.

Atmospheric IOPs

For altitudes up to 2 km, Li et al. [16] used a bimodal aerosol model, in which
the IOPs are defined in terms of the optical depth 7y at 865 nm and the fractional
weighting f between the two aerosol modes:

Taer = T0€aer = T0 [(1 - f)el + f€2] ) (49)
Oaer
Oger = TO[(l - f)wlel + f(.d2€2]; Waer = (50)

e + 627
(1= flwieifry + fwaeafay

0—(167’

Xaer,l =
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Here 7,0, is the total extinction aerosol optical depth in the layers containing
aerosols, g, is the total aerosol scattering optical depth, wge, the single-scattering
albedo for aerosols, and X4¢r,; the total Legendre polynomial expansion coefficients
for the bimodal aerosol mixture. The two atmospheric retrieval parameters are
and f. All other quantities in (49)—(51) are assumed model parameterizations: e;,
w1, and X1 are respectively the extinction coefficient normalized to the value at 865
nm, single-scattering albedo, and scattering phase function expansion coeflicients
for aerosol type 1 (‘fine-mode’), and eq, wa, and x2,; are the corresponding values
for aerosol type 2 (‘coarse-mode’). The fine mode (subscript 1) was assumed to be
a tropospheric aerosol model with 70% humidity, while the coarse mode (subscript
2) was a coastal aerosol model with 99% humidity. IOPs were calculated for the
eight SeaWiF'S channels using a Mie program for spherical particles with size and
refractive index depending on humidity [37,67]. A justification for adopting just
one large and one small aerosol model (instead of several models of each type)
can be found elsewhere [68]. To obtain the total IOPs in the marine boundary
layer (MBL) containing aerosols, the Rayleigh scattering coefficient ogq, and the
molecular absorption coefficient ayqs are also needed. Rayleigh scattering cross-
sections and depolarization ratios were taken from standard sources. Absorption
by O3 (visible channels), Oz (A-band) and water vapor was included.

Marine IOPs

In the ocean, IOPs can be derived from simple wavelength-dependent parameter-
izations of the phytoplankton absorption coefficient a,,()) in terms of the over-
all chlorophyll concentration CHL in [mg-m~3], and the detrital and colored dis-
solved material (CDM) absorption coefficient aqq(\) and the constituent backscat-
tering coefficient by,(\) in terms of their respective values CDM = ag44(Xo) and
BBP = by,(Ao) at some reference wavelength A\ [16]:

apn(N) = a; (N CHLY2™N (52)
agg(\) = CDM expl=5* =2l (53)
)\ -n
byp(\) = BBP (> ) (54)
Ao

Thus, this bio-optical model is described by the three retrieval elements C'HL,
CDM, and BBP, and the four model parameters a;(A), a2()A), S, and 1. For o4
and as, wavelength-dependent coefficients are determined by fitting the power-law
expression in (52) to field measurements of chlorophyll absorption. From spectral
fittings of measurements to the expressions for agqy(A) and by, (M) in (53) and (54),
it was found [16] that S = 0.012 and 7 = 1.0. All coefficients are in units of [m~!].
Together with the pure water absorption and scattering coefficients a,,(\) and
bw(A) [69,70] expressed in the same units, the layer total optical depth and total
single-scattering albedo, and Legendre polynomial expansion coefficients IOPs for
the marine medium become:
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Ttot = d [apn(X) + aqg(A) + bp(N) + aw(N) + buw(N)], (55)
_ dw’ (56)

bp()‘)ﬁl,FF + bw ()\)ﬂl,water

=L ) Ty

where d is the layer depth in [m].

The particle size distribution (PSD) function in oceanic water is frequently
described by an inverse power law (Junge distribution) F(r) = ¢/r7, where F(r) is
the number of particles per unit volume per unit bin width, r [um] is the radius of
the assumed spherical particle, ¢ [cm™3-um?~!] is the Junge coefficient, and + is the
PSD slope, which typically varies between 3.0 and 5.0 [71,72]. Based on this PSD,
Forand and Fournier [73] derived an analytic expression for the scattering phase
function. Values of ¢ = 1.069 and v = 3.38 were chosen to give a backscattering
fraction of 0.005, and are consistent with a certain mixture of living organisms
and re-suspended sediments [74]. A moment-fitting code [75] was used to generate
Legendre polynomial expansion coefficients for the FF (Forand-Fournier) scattering
phase function. Linearized IOPs were obtained by differentiation.

Inverse modeling
In OE the update of retrieval state vector x,, at iteration step n is given by [66]

Xn+1 = Xp + Gn{KZS:nl (ymeas - Yn) - S(Zl(xn - Xa)}a (58)

where
G, =[14+v)8; ' +KI'S 'K, |, (59)

and where the superscript 7 denotes matrix transpose.

The measurement vector y,eqs has covariance error matrix S,,, yn, = F(x,) are
simulated radiances generated by the forward model F(x,,), which is a (nonlinear)
function of x,,. K,, is the Jacobian matrix of simulated radiance partial derivatives
with respect to x,,. The a priori state vector is x,, with covariance S,. G, is the
gain matrix of contribution functions. The Levenberg—Marquardt regularization
parameter 7, is chosen at each step to minimize the cost function. When ~,, — 0,
this step tends to the Gauss—Newton formula, and when v, — oo, it tends to
the steepest descent method. One may start with -, = 0.01. The inverse process
starts from an initial guess xq; often set to x,. Also, one may use the previous
pixel’s retrieved values as the next pixel’s initial values. At each step, a convergence
criterion is employed to check progress towards the solution x that minimizes the
cost function. If the error decreases, one updates x,, and decreases -, for the next
step. If the error increases, one increases ,, keeps x,, the same, and tries again.

To illustrate the method, Li et al. [16] considered a SeaWiFS image over Santa
Barbara Channel obtained on February 28, 2003. The forward and inverse models
described above were used for simultaneous retrieval of the 5-element state vector
{7865, f, CHL,CDM, BBP}. Figure 5.5 shows retrieved values of the four param-
eters {7ggs, f, CDM, BBP}. The most probable value for the aerosol optical depth
is about 0.04, with a range between 0.002 and 0.10. The aerosol fraction f ranges
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Fig. 5.5. Retrieved values of four of the five parameters: aerosol optical depth, bimodal
fraction of aerosols, CDM absorption coefficient at 443 nm, and backscattering coefficient
at 443 nm (adapted from Stamnes et al. [76]).

from about 0.2 (predominantly small particles) to 0.9. On average there appears to
be equal amounts of small and large particles for this image. The C DM absorption
coefficient (Eq. (53)) has a maximum value of around 0.04 m~! and lies between
0.02 and 0.07 m~!. The backscattering coefficient BBP lies between 0.001 and
0.005 m~! with a peak at 0.002 m~".

The retrieved chlorophyll concentration, shown in Fig. 5.6, ranges from near 0 to
about 3.0 mg-m~3. In contrast to the traditional two-step ‘atmospheric correction
and regression’ approach, the simultaneous retrieval described above produces a
direct assessment of the error by examining sensor radiance residuals, summarized
in the table inserted in Fig. 5.6. For the nearly 35,000 pixels in this SeaWiFS
image the residuals are less than 1% for 7 of the 8 SeaWiFS channels, and less
than 2% for the remaining 765 nm (O2 A-band) channel. It may be concluded
that this simultaneous forward/inverse retrieval method yielded excellent retrieval
capability, and that 8 SeaWiFS channels were sufficient to retrieve 2 atmospheric
and 3 marine parameters in coastal waters. In addition to well-calibrated SeaWiFS
data the good results are believed to be due to the availability of high-quality field
data used to construct a reliable bio-optical model, and an adjustable bimodal
fraction of large versus small aerosol particles.

The only drawback with the OE approach, as described above, is the slow speed.
The most time-consuming step in the inversion process is the L-CDISORT forward
model computations. It is possible, however, to reach operational speed with a fast
forward model trained by using neural-network radial-basis functions. It has been
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Fig. 5.6. Retrieved chlorophyll concentration for the same SeaWiFS image as in Fig. 5.5,
distribution of the other for parameters, and residuals (adapted from Stamnes et al. [76]).

demonstrated that this approach leads to a performance enhancement of about
1,500 [76].

5.4.2 Coupled atmosphere—snow—ice systems

The C-DISORT coupled RT model can be used to compute the BRDF, defined
in Eq. (40), for sea ice as described in [77]. To quantify the BRDF one needs
the backscattered radiance distribution as a function of the polar angles 6’ and 6
of incidence and observation, respectively, as well as the corresponding azimuth-
difference angle A¢p = ¢’ — ¢. According to Eq. (19), the radiance distribution
can be expressed as a Fourier cosine series in which the expansion coefficients
I'™ (7, 1) depend on the polar angles 6’ and 6 as well as on the sea ice IOPs. Each
expansion coefficient satisfies Eq. (20), which is readily solved by C-DISORT to
provide I"™ (7, 1), and Eq. (19) then yields the complete angular distribution of the
radiance as a function of #’, 6, and A¢. With no atmosphere assumed to be present,
so that S} (7, u, ¢) = 0 (Eq. (14)), the expansion coefficients I™ (7, 1) for a number
of values of ¢ (solar zenith angle), § (observation angle), and sea ice IOPs were
computed [77] and stored in a set of LUTs.

To create LUTSs for the sea ice BRDF to be used for interpolation, Stamnes et
al. [77] assumed the sea ice to float on water with a known albedo A,,, and the IOPs
for a slab of sea ice to be characterized in terms of its optical thickness 7, its single-
scattering albedo w, and its asymmetry parameter g. Then C-DISORT was used to
tabulate the expansion coefficients I™ (7, w, g, o, i, Aw), which determine the sea
ice BRDF as a function of 7, w, g, po, g, and A,,. (Here 6y is used instead of 6’
and pp = cosfp.) Stamnes et al. [77] also created a tool [ISIOP] for computing sea
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ice IOPs (7, w, and g) for any desired wavelength from sea ice physical parameters:
real and imaginary parts of the sea ice refractive index, brine pocket concentration
and effective size, air bubble concentration and effective size, volume fraction and
absorption coefficient of sea ice impurities, asymmetry parameters for scattering
by brine pockets and air bubbles, and sea ice thickness. This approach enabled a
reliable computation of the wavelength-dependent BRDF as a function of sea ice
IOPs. The BRDF for snow-covered sea ice was readily obtained by including snow
as a ‘cloud on top of the sea ice’.

A combination of the two different tools developed by Stamnes et al. [77]: (i)
ISIOP for computing IOPs for ice and snow, as well as (ii) ISBRDF for computing
the BRDF of sea ice (with or without snow cover), can be used to quantify the
BRDF of sea ice in a very efficient manner. An example is shown in Fig. 5.7, where
computed albedos of clean snow are compared with laboratory measurements. This
figure shows that flux reflectances generated from BRDF values obtained using
the ISIOP and ISBRDF tools agree well with computations done independently
[78] as well as with experimental values [79]. In [77] it was shown that sea ice
spectral albedo values derived from the ISIOP/ISBRDF tools are consistent with
independently computed [80] as well as observed values [81,82] for a variety of ice
types and thicknesses.

In the work reviewed in this paper, it was assumed that snow/ice particles have
spherical shapes so that Mie theory could be used to compute their IOPs. However,
it should be kept in mind that for BRDF the non-spherical shape of ice crystals
may be important [83-85].

Retrieval of snow/ice parameters from satellite data

It is well recognized that snow cover has a strong impact on the surface energy
balance in any part of the world. Satellite remote sensing provides a very useful tool
for estimating spatial and temporal changes in snow cover, and for retrieving snow
optical characteristics. Numerous sensors have been used to retrieve snow optical
properties, including Landsat TM (Thematic Mapper) data [86,87], AVIRIS (the
Airborne Visible/Infrared Imaging Spectrometer) data [88-90], and MODIS [91]
data. The retrieval of snow grain size and impurity concentration is possible because
snow reflectance depends primarily on the impurity concentration (assumed to be
soot-contamination) in the visible range, but on snow grain size [92] in the NIR,
as shown in Fig. 5.8.

The GLobal Imager (GLI) sensor was launched onboard Japan’s Advanced
Earth Observing Satellite IT (ADEOS-IT) on December 14, 2002. GLI was an optical
sensor similar to MODIS that observed solar radiation reflected from the Earth’s
atmosphere and surface including land, oceans, and clouds as well as terrestrial
infrared radiation. In addition to atmospheric parameters, GLI like MODIS, was
designed to infer information about several other quantities including marine and
land parameters such as chlorophyll concentration, dissolved organic matter, sur-
face temperature, vegetation distribution and biomass, distribution of snow and
ice, and albedo of snow and ice. The GLI sensor acquired data from April 2 to
October 24, 2003. After that date no useful data were retrieved from ADEOS-II
due to a power failure. Because the GLI sensor is similar in many respects to the
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Fig. 5.7. Directional hemispherical reflectance of clean snow for 24 pym snow grain radius
from (1) ISIOP computed IOPs and ISBRDF, (2) Mie computed IOPs and DISCORD (78]
and (3) ASTER spectral library observations [79] for 10° solar zenith angle for the visible
and near-infrared (upper) and infrared (lower) spectral regions (adapted from Stamnes et
al. [77)).

MODIS sensor that was launched prior to ADEOS-II, algorithms developed to re-
trieve information about the cryosphere from GLI data [94] were tested by the use
of MODIS data [95], and are therefore applicable also to data obtained with the
MODIS sensor [96].

Snow can be regarded as a mixture of pure ice, air, liquid water, and impurities.
Pure ice is highly transparent in the visible, so that an increase in snow grain size
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Fig. 5.8. Spectral albedo of snow as a function of wavelength for grain size 50-1000 pm
(after Wiscombe and Warren [93]).

has little effect on the reflectance. However, because ice is moderately absorptive
in the NIR, reflectance is sensitive to grain size, especially in the wavelength region
0.8-1.3 pm (see Fig. 5.8). For satellite measurements, spectral channels should be
selected to lie in wavelength regions where the effect of atmospheric scattering and
absorption is small, so that when the radiance values are atmospherically corrected
to yield surface reflectance, errors in the characterization of the atmosphere, par-
ticularly atmospheric water vapor, are minimized [97-99]. For these reasons, GLI
channels 19 (0.86 pm), 24 (1.05 pum), 26 (1.24 pm), and 28 (1.64 pm) would be
suitable for retrieval of snow grain size, because the impact of changes in snow
grain size is large whereas the effects of the atmosphere and snow impurities are
relatively small [94].

Accurate estimates of surface temperature could provide an early signal of cli-
mate change, particularly in the Arctic, which is known to be quite sensitive to cli-
mate change. The surface temperature in the polar regions controls sea ice growth,
snow melt, and surface—atmosphere energy exchange. During the past decade, sig-
nificant progress was made in estimation of sea-surface temperature [100-102] and
snow/ice surface temperature [103-106] from satellite thermal infrared data. Algo-
rithms for surface temperature retrievals in the Arctic based on GLI measurements
were developed [94] for retrieval of snow/ice surface temperature (IST), as well as
for open-ocean surface temperature (SST). The SST algorithm can be applied to ar-
eas consisting of a mixture of snow/ice and melt ponds. GLI channels 35 (10.8 pm)
and 36 (12.0 ym) were used in conjunction with RT simulations and a multi-linear
regression technique to determine the empirical coefficients in the expression for
the surface temperature [94].
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Cloud mask and surface classification

In order to infer information about snow and ice properties from visible and IR
satellite imagery a cloud mask is required to discriminate between clear and cloudy
sky. For scenes that are determined to be cloud-free, the next step is to do a surface
classification. Thus, for cloud-free pixels, algorithms are needed to (i) determine
whether a given field of view is obstructed by clouds, and (ii) distinguish bare sea
ice from snow-covered sea ice. The snow/sea ice discriminator is designed to dis-
criminate bare sea ice from snow-covered sea ice during the bright polar summer.
The surface is classified into five possible types: snow, sea ice, cloud shadow, land
(tundra), and open ocean. When sea ice is covered by snow (even only a few cen-
timeters), the surface radiative characteristics will be similar to snow [2,6,7]. Thus,
sea ice covered by snow will be classified as a snow surface, while only bare sea ice
is classified as sea ice.

Snow and sea ice cover and surface temperature

Figure 5.9 shows seasonal variations of the extents of snow and sea ice cover around
the northern polar region derived from GLI data. For comparison, seasonal vari-
ations of MODIS land snow cover and of the Advanced Microwave Scanning Ra-
diometer (AMSR) sea ice cover are also shown. For the period of April 7-22, 2003,
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Fig. 5.9. Comparison of the temporal variations (16-day averages from Apr. 7 to Oct. 15)
of GLI derived snow-covered land area and sea ice covered area with those derived from
MODIS (land snow) and AMSR (sea ice). Images of the extents of snow and sea ice cover
for the period of Apr. 7-22 from GLI and MODIS+AMSR are also shown (after Hori et
al. [96]).
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Fig. 5.10. 16-day average GLI snow surface temperature around the northern polar region
from April 7 to May 8, 2003 (after Hori et al. [96]).

the snow and sea ice cover maps derived from GLI and MODIS+AMSR data are
also shown. The GLI and MODIS snow cover extents are consistent with slight
differences in the periods from June 10 to August 12 possibly due to differences
in the cloud detection scheme and the ability to detect snow cover. The trend of
the GLI sea ice cover also follows closely the variation of the AMSR sea ice cover
except for slight negative biases, which become larger in the later 16-day periods.
The bias is caused by the loss of valid sea ice pixels in the GLI results partly due
to persisting cloudiness over the Arctic Ocean during the 16-day averaging period,
particularly for the July to October time frame, and partly due to the drift of the
sea ice itself over the averaging period.

Figure 5.10 shows the 16-day average snow surface temperature around the
northern polar region from April 7 to May 8, 2003. White areas indicate snow
or sea ice covered areas for which no snow physical parameters were determined
because at least one of the four snow physical parameters retrieved was beyond the
valid range of the analysis. Possible surface types of the white areas can be one of
the following: bare ice, spatially inhomogeneous snow (e.g. snow cover contaminated
by clouds or vegetation), invalid geometric conditions (e.g. too large solar or sensor
zenith angles).

To assess the accuracy of the GLI-derived surface temperature, a comparison
between MODIS and GLI snow surface temperatures is shown in Fig. 5.11. The
GLI surface temperatures are well correlated with the MODIS temperatures having
slight negative biases of about —2.0, —1.0, and —0.5 at 250, 260, and 270 K, respec-
tively. Comparisons between GLI-derived snow grain sizes and surface temperatures
also indicate that the GLI derived surface temperatures have about —0.5 K nega-
tive bias at around the melting point of ice (273 K), which is estimated from the
temperature at which the retrieved snow grain size distribution shifts to a coarser
mode due to melting of snow.
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Fig. 5.11. Scatter plot between snow surface temperatures from MODIS and GLI (after
Hori et al. [96]).

Snow impurity concentration and grain size

Hori et al. [96] showed that the regional dependence of the retrieved snow impurity
is different from that of the snow surface temperature. The snow impurity values are
mostly less than 0.3 ppmw over the Arctic sea ice, tundra, polar desert areas, and
the Greenland ice sheet. In particular, impurity fractions at the Greenland ice sheet
were found to be the lowest (mostly less than 0.05 ppmw) among the snow-covered
areas in the Arctic during the 7-month observation period from April 7 to October
15, 2003. Although the retrieved impurity concentrations appear reasonable, their
accuracy is uncertain, as discussed in [95].

Figure 5.12 shows the 16-day average spatial distribution of snow grain size of
the shallow layer (0-20 c¢m) retrieved from the NIR channel at 0.875 ym (Rs0.9).
The spatial distributions of the snow grain size exhibit not only a large-scale vari-
ation but also several regional patterns. The large-scale variation is the latitudinal
dependence similar to that of the snow surface temperature, i.e. the higher the lat-
itude, the smaller the grain size, and vice versa. The regional patterns are related
to local weather or the thermal environment (e.g. relatively fine newly fallen snow
in the mid-latitude area around the northern prairie in the United States seen in
the April 7-22 period and coarse, probably melting snow over sea ice in the Arctic
around Baffin Island in April).

The snow grain size of the top surface layer (0-2 ¢cm) can be retrieved from the
A = 1.64 pm channel (Rg; 6) [94-96]. When comparing the Ry distribution with
the Rg1 ¢ distribution (not shown), one finds not only that the spatial variability of
Ry .6 is different from that of Rsg.9, but also that absolute values of R4 ¢ are one
order of magnitude smaller than those of Rsg.9. The ratio of Rs1.¢ to Rsg.9 makes
those features more clear as shown for the April 7-22 period in Fig. 5.13. The
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difference in the spatial distribution between R,p.9 and Rg1.¢ may be explained by
a possible vertical inhomogeneity of the grain size in the upper several centimeters
of the snow cover or by a depth variation in the snow cover taking into account the
light penetration depth difference at A = 0.865 pm and 1.64 um.

Fig. 5.12. 16-day average of the GLI derived snow grain size of the shallow layer (Rs0.9)
around the northern polar region from April 7 to May 8, 2003 (after Hori et al. [96]).

o 10

Snow grain size ratio Rg1 ¢/Rsog ()

Fig. 5.13. Ratio of the snow grain radius of the top surface (Rs1.6) to that of the shallow
layer (Rs0.9) for the April 7-22 period. White-colored areas are the same as in Fig. 5.10
(after Hori et al. [96]).
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The close relationship between snow grain size (Rsg.9) and surface temperature
(Ts) seen in the melting season is considered as an average feature of the seasonal
snow cover on a hemispheric scale. On a local scale, however, the snow cover can
shift temporally to different states of the temperature-grain size relationship, e.g.
a state with small grain size under warm temperature or coarse size under cold
temperature depending on the recent history of the thermal environment to which
snow grains were exposed after a snow fall. As an example, Fig. 5.14 shows the
spatial distribution of the same snow cover for the period of April 7-22, 2003, but
color-coded using the two-dimensional temperature-grain size (Ts—Rs0.9) relation-
ship. Warm (orange) color denotes small grains under high temperature indicating
high potential for metamorphosis into larger grains, whereas cold (blue) color in-
dicates coarse grains under low temperature with sizes that are likely to remain
intact for a while. Thus, the map has information about the potential of snow
grains to metamorphose in the near future. For example, the snow covers in the
two elliptical areas in Fig. 5.14, of which one is shown in orange color, implying high
potential for metamorphosis and the other in blue with low potential, have similar
grain sizes (around 200 pm) but exist in different temperature regimes (272-273 K
in the left orange area and 253 K in the right blue area; see Figs. 5.10 and 5.12).
This information will be useful for validation of snow metamorphism models such
as CROCUS [107].

Low Ts ."‘High____

Fig. 5.14. Map of snow metamorphism potential around the northern polar region for the
period of April 7-22, 2003 determined from the relation between snow surface temperature
(Ts) and snow grain size (Rs0.9). Warm (orange) color denotes small grains under high
temperature whereas cold (blue) color indicates coarse grains under low temperature (after
Hori et al. [96]).
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Another more practical application of the Ts—Rsg.9 relationship is for detection
of the onset of snow melt at the hemispheric scale. Figure 5.15 shows a map of
the date for the onset of snow melt over the Arctic derived from the daily maps of
Rs0.9 and Ts. The melt onset date is defined as the average of the first three days
(if determinable) when Ry 9 becomes larger than 500 pm in a warm environment,
i.e. with T higher than 272 K. Black areas in Fig. 5.15 indicate non-melted regions
(e.g. the central area of the Greenland ice sheet), or areas where the snow cover
evolves from dry to wet under cloudy conditions so that the GLI observation cannot
detect the transition in the Ts—Rsg.9 relationship (e.g. some parts of the Arctic sea
ice). The map clearly illustrates the development of the melt zones of snow cover
in the northern hemisphere, e.g. Julian Day (JD) 90-150 for snow cover over the
continents, JD 110-180 for the sea ice zone of the Arctic Ocean, and JD 150—
220 for the marginal Greenland ice sheet. Thus, because of their higher spatial
resolution, melt onset maps derived from optical sensor data can be useful in the
interpretation of similar maps derived from microwave sensors (SSM/I, AMSR,
NSCAT, etc.), which have coarser spatial resolution.

100 120 140 160 180 200 220
Melt onset date (Julian day)

Fig. 5.15. Spatial distribution of melt onset date around the northern polar region in
2003 determined from the relation between snow surface temperature (T5) and snow grain
size (Rso.9). Date is indicated by Julian Day (after Hori et al. [96]).
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5.4.3 Coupled air—tissue systems

The first models of light propagation in tissue were based on Kubelka-Munk the-
ory [108] and the diffusion approximation to the RTE [109], which give accurate
results only if the absorption is negligible (¢ > «), or the angular distribution
of the scattering is nearly isotropic [9]. For light propagation in skin tissue, the
first model that included the air-tissue refractive-index discontinuity, was a cou-
pled Monte Carlo (C-MC) code [110]. C-MC simulations are simple, flexible, and
accurate, but very time-consuming. Fortunately, as discussed in section 5.4.1 for a
coupled atmosphere-ocean system, the refractive-index discontinuity can be accu-
rately accounted for using a C-DISORT model [2,4,5], which recently was applied
for the first time to light propagation in skin tissue [111].

Test cases

Hestenes et al. [8] compared C-MC simulations and C-DISORT computations of
radiances in a coupled air—tissue system similar to what was done earlier for irra-
diances in a coupled atmosphere—ocean system [5]. They considered a bio-optical
model of skin having five epidermal layers with a total thickness of 0.05 mm, a
1 mm thick dermal layer, and a 3 mm thick subcutaneous tissue layer [111], and
found the C-MC code to be about 1,000 times slower than the C-DISORT code
for test cases with incident light at two different angles of incidence (0° and 45°)
and at three different wavelengths (280, 540, and 650 nm). These wavelengths were
selected because:

— At 280 nm there is strong absorption by proteins in the epidermis, and hence
very little backscattering from the skin.

— At 540 nm blood has an absorption band, but the single-scattering albedo of
the skin is considerably greater at this wavelength than at 280 nm.

— At 650 nm the absorption coefficients of both blood and melanosome pigments
are low, implying that light entering the skin can reach great depths, but most
of it is eventually backscattered.

The values used for the optical properties of the skin tissue at these three wave-
lengths are given in Tables 1, 2, and 3 in [8].

Results

Hestenes et al. [8] compared simulated (C-MC) and computed (C-DISORT) diffuse
radiances for the reflected light at polar angles from 0° (straight upward, p = 1) to
90° (horizontal reflection, u = 0) and for light at different depths inside the tissue
for polar angles from from 0° to 180° (straight downward, p = —1). Below the
skin surface the C-MC curves were found to be noisy at angles close to the horizon
because photon irradiances in the C-MC code were weighted by 1/u to obtain
radiances, implying that close to the horizon there was division by a number close
to zero.

Hestenes et al. [8] found the percentage error between results from the C-MC
and C-DISORT codes to be largest in the direction straight down (u = —1), at
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the critical angle, and at g ~ 0 (i.e. close to the horizon). One reason for these
discrepancies was that they did not sample exactly the same p values in the two
codes. Thus, when comparing results from the two codes close to a point with an
abrupt change in the slope of the radiance, the relative error might seem larger
than it actually was. Also, as noted above, photon irradiances in the C-MC code
were weighted by 1/u to obtain radiances, which may explain why the relative error
is larger close to u ~ 0. For other p values than those close to the critical angle
and close to p ~ 0 they found the relative error to be within acceptable ranges
of 1% and 4% for angles of incidence of §; = 0° and 6; = 45°, respectively. Also,
the relative errors were found to have both positive and negative values, indicating
that they were of a stochastic nature, and that the results from the C-MC and
C-DISORT codes were essentially the same.

At A = 280 nm the radiance values were found to decrease with depth in the
skin tissue, due to the large optical depths at A = 280 nm (see Table 1 in [8]). At the
interface between the epidermis and the dermis (at a depth of 50 pm) the radiance
values were found to be very low but to have a maximum in the direction of the
refracted light, implying that the radiance distribution was not isotropic. At the
layer between the dermis and the subcutaneous tissue (at a depth of 1.05 mm) the
radiance values from the C-MC code were found to be zero, and the radiance values
from the C-DISORT code to be approximately 10712, implying that practically no
radiation penetrated this deep into the skin tissue.

At A = 540 nm and A = 650 nm the radiance values were found to first increase
with depth in the epidermis, and then to decrease as the epidermal-dermal bound-
ary was approached at a depth of 50 um. At the interface between the dermis and
the subcutaneous tissue at a depth of 1.05 mm the radiance values were found to
be significantly smaller than those in the epidermis, and the radiance was found to
be almost completely isotropic, particularly for A = 650 nm.

The critical angle 6. at which light propagating upward in the tissue under-
goes total internal reflection at the tissue—air (slaby—slab;) interface, is given by
0. = sin"'(ny/ny), leading to 0. ~ 45° for A = 280 nm, .. ~ 47° for A = 540 nm,
and 0, ~ 47° for A = 650 nm. The corresponding polar angle in the tissue is
Oie = m—0.. At A = 540 nm and A = 650 nm each radiance curve in the epider-
mis was found to have a sudden discontinuity in its slope at the critical angle for
light propagating downward (see Fig. 5.16). As the polar angle increases beyond
Otc (pite = cos(m —0.) ~ —0.68 for both A = 540 nm and A = 650 nm) the radiance
is seen to attain a minimum before its value increases again to a maximum. The
abrupt change in the radiance at the critical angle illustrates the enhancement ef-
fect associated with total internal reflection. For p € [—0.68, 0] light incident upon
the tissue—air interface from below is totally reflected and contributes to enhance
the radiance at these angles [7].

At A = 540 nm the discontinuity in the slope of the radiance at the critical
angle was found to disappear at a depth of 50 um, but still to be present at this
depth at A = 650 nm, because the scattering optical depth in the epidermal layers
was assumed to be greater at A = 540 nm than at A = 650 nm (see Tables 2 and
3 in [8]).
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Fig. 5.16. Angle of incidence is 6; = 0°. (a), (c), and (e) show radiances at a depth of
10 pm for A = 280 nm, A = 540 nm, and A = 650 nm, respectively. (b), (d), and (f)
show the relative error between CAT-MC and CAT-DISORT values for (a), (c), and (e),
respectively (adapted from Hestenes et al. [8]).
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Retrieval of the physiological state of human skin

Nielsen et al. [10] examined the feasibility of using C-DISORT in conjunction with
a classic inversion scheme for retrieval of parameters describing the physiological
state of human skin. To that end, they analyzed ultraviolet and visible reflectance
spectra from human skin measured before, immediately after, and on each day for
two weeks after photodynamic treatment with the hexyl ester of ALA and exposure
to red light (632 nm), and showed that it is possible to perform a simultaneous
retrieval of the melanosome concentration in both the basal and upper layers of
the epidermis.

In order to retrieve important physiological properties of skin the following in-
gredients are needed [10]: (1) A bio-optical model that relates the physiological
properties of the skin to its IOPs, i.e. the absorption and scattering coefficients as
well as the scattering phase function, each as a function of wavelength and depth
in the skin. (2) An accurate RT model for the coupled air-tissue system, such as
C-DISORT, which for a given set of IOPs can be used to compute the AOPs, such
as the diffuse reflectance spectrum. (3) An iterative inversion scheme that accounts
for the nonlinear dependence of the AOPs on the IOPs. Because C-MC simulations,
which were considered as the standard for forward RT modeling in the skin at ultra-
violet and visible (UV-Vis) wavelengths (e.g. [112-114]), are very time-consuming,
Nielsen et al. [10] used the C-DISORT model [2,4,26]. They performed a feasibility
study in order to evaluate the potential of employing a bio-optical model [111] to-
gether with the C-DISORT forward RT model [8] and inversion based on Bayesian
optimal estimation [115] to retrieve important physiological properties of skin. To
that end, they analyzed diffuse reflectance spectra measured by Zhao et al. [116].
This feasibility study of retrieving physiological properties of the skin was based on
the following premise. Although the bio-optical model contained a larger number of
variable parameters than could possibly be retrieved, it would seem reasonable to
consider most of them as fixed and only a few of them as free variables. Thus, one
might assume the chromophores, such as the epidermal melanosome concentration
and the dermal blood concentration, to be free (i.e. retrieval) parameters, since
their variability would strongly influence the reflectance spectra of skin. On the
other hand, one could fix the parameters describing the optical properties of the
cellular matrix into which these chromophores are embedded, since variations in
these parameters would have much less impact on the reflectance spectra of skin.

Design of experiments

Reflectance spectra in the wavelength region from 300 nm to 600 nm were measured
daily from three test areas and three control areas on a volunteer with skin type
IIT for two weeks during which the skin in the test areas went through erythema
and pigmentation. Erythema and pigmentation were induced after 24-hour topical
application of a photosensitizer followed by illumination with red light (632 nm) for
2 min on the first day (day 0) of the experiment. The design of the photodynamic
experiment, which can be found in Zhao et al. [116], may be summarized as fol-
lows. Three test areas (A, B, and C), each 1 cm X 1 cm with approximately 1.5 cm
distance between adjacent areas, were marked on the inner part of the right fore-
arm of the volunteer. Cream was prepared using 10% (w/w) of the hexyl ester of
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5-aminolevulinic acid (ALA-Hex) in a standard oil-in-water cream base (Unguen-
tum, Merck, Darmstad, Germany). Freshly prepared cream with approximately
(755 + 10) mg/cm? of ALA-Hex was topically applied on each of these three test
areas, and subsequently covered with transparent adhesive dressings (OpSite Flex-
ifix, Smith & Nephew Medical Ltd., Hull, UK), in which three openings (1 cm x 1
cm) had been cut out precisely in the places where the test areas were located. The
dressings were intended to prevent the cream from diffusing to adjacent areas. The
creams and the dressings were kept for 24 h on the test areas, which were then illu-
minated with red light (632 nm) for 2 min. Three control areas, which were equal in
size to the test areas, were also marked on the volunteer [116]. On the first of these
(D) ALA-Hex was applied but it was not illuminated; the second of the control
areas (E) was illuminated with red light, but no ALAHex was applied; on the third
test site (F) a base-cream without ALA-Hex was applied and it was illuminated
with red light. A luminescence spectrometer (Perkin-Elmer LS50B, Norwalk, CT)
was employed to record reflectance spectra from each of the test areas and each
of the control areas. The spectrometer was equipped with two scanning grating
monochromators, one in front of the light source (a pulsed Xenon lamp) and an-
other in front of the detector. Reflectance spectra were measured in synchronous
scans in which both gratings were set at the same wavelength and band pass (5
nm) to avoid fluorescence artefacts. The area exposed to the excitation light of the
spectrometer was the same as the area from which the reflected light was detected.
The geometry of the fiber probe was such that both the directly (Fresnel) reflected
and the diffusely reflected irradiances from the skin were collected and recorded.
Care was taken not to press the spacer too hard against the skin surface in order
to minimize artefacts from pressure-induced reductions in the blood flow.

The coupled air—tissue system can be represented by a turbid, layered medium
with fixed IOPs in each layer, so that C-DISORT can be used to compute the
diffuse light reflected from it. Each skin layer can be described in terms of its
IOPs, which are the absorption coefficient o (mm™1), the scattering coefficient
o (mm™1!), the scattering phase function p(cos @), and its physical thickness Az
(mm). As discussed in section 5.3.1, in terms of «, o, and Az, one may de-
fine two non-dimensional IOPs given by 7 = (a + o)Az (optical thickness) and
a = o/(a+0) (single-scattering albedo), so that the IOPs in each layer of the skin
can be adequately described by the two variables 7 and a, as well as a third variable
g. As discussed previously (see Eq. (8)), the third parameter g is the asymmetry
factor of the scattering phase function. Since skin tissue is a complex medium with
many different kinds of scattering ‘particles’ in each layer, the scattering phase
function for a particular layer represents a weighted mean of scattering phase func-
tions for several types of particles. Nielsen et al. [10] used the Henyey-Greenstein
scattering phase function (Eq. (9)) for ‘large particles’ with sizes comparable to or
larger than the wavelength and the Rayleigh scattering phase function (Eq. (10))
for small particles with diameters d < A/10.

To calculate the IOPs for a given set of parameters that describe the physio-
logical state of the skin tissue, Nielsen et al. [10] used a bio-optical model [111]. In
order to calculate the AOPs (in this case the diffuse reflectance spectrum of the
skin), they employed C-DISORT |[2,8,111] to solve the RTE pertaining to a slab of
biological tissue stratified into a number of layers, thus properly accounting for the
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reflection and refraction of the incident radiance at the air-tissue interface (caused
by the change in the refractive index), which affect the radiation field significantly
[117]. When performing forward and inverse modeling, the bio-optical model and
the C-DISORT model were coupled together, implying that the physiological pa-
rameters were retrieved directly from the measured AOPs. In order to obtain a
unique solution of the inverse modeling problem, some physiological parameters
were assumed to be fixed, while the following seven parameters were allowed to
vary [10]:

— the dermal blood concentration;

— the relative percentage of oxygenated blood;

— the melanosome concentration in the lower epidermis;
— the thickness of the lower epidermis;

— the melanosome concentration in the upper epidermis;
— the thickness of the upper epidermis;

— the keratin concentration in the upper epidermis.

All other parameters, such as each of the scattering coefficients associated with the
non-pigmented constituents of the epidermis and dermis, the optical thickness of
the dermis, and the optical properties of the subcutaneous layer, were assumed to
be fixed.

Results

Figure 5.17 shows an example of the agreement between measured and simulated
reflectances obtained when using the retrieved values for the seven parameters listed
above as inputs to the C-DISORT simulations. Figures 5.18-5.21 show the retrieved
values of the blood concentration in the dermis (Fig. 5.18), the relative amount of
oxygenated blood (Fig. 5.19), the melanosome concentration in the lower layers of
the epidermis (Fig. 5.20), and the melanosome concentration in the upper layers of
the epidermis (Fig. 5.21), respectively. The three subpanels in the left columns of
the figures represent the test areas (A—C), while the three subpanels in the right
columns of the figures represent the control areas (D-F).

Discussion

A fundamental problem of biomedical optics is the validation of results obtained in
vivo. If the tissue is excised, the physiological properties will change significantly.
Therefore, a detailed analysis was carried out of synthetic spectra with realistic
noise levels to obtain the the sensitivity and crosstalk for each of the seven param-
eters that were retrieved [10]. According to Farrell et al. [118], the sensitivity of a
parameter in an inversion scheme is the percentage of change in the retrieved pa-
rameter for a given change in that same parameter when used as input to compute
synthetically generated spectra with realistic noise added, whereas the crosstalk
is the retrieved change in a parameter that was not changed in the input to the
computations of synthetic spectra. To perform sensitivity and crosstalk calcula-
tions, Nielsen et al. [10] first chose an initial model that was representative for the
retrieved results: 1% vol. concentration of melanosomes in the upper epidermis,
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Fig. 5.17. Measured (+) and simulated (x) radiance spectra for test area A on the
seventh day after the photodynamic exposure. The simulated spectrum gives the optimal
agreement between the measured and simulated spectra obtained when the retrieved
physiological parameters for this day were used as inputs to the forward simulations
(adapted from Nielsen et al. [10]).
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Fig. 5.18. Retrieved dermal blood concentration for each of the measurement areas for
the 15 days of measurement. ‘Initial’ refers to the situation prior to the photodynamic
treatment of the skin, while the next tick mark refers to the situation immediately after
the photodynamic treatment (adapted from Nielsen et al. [10]).
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measurement areas for the 15 days of measurement. ‘Initial’ refers to the situation prior to
the photodynamic treatment of the skin, while the next tick mark refers to the situation
immediately after the photodynamic treatment (adapted from Nielsen et al. [10]).
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Fig. 5.21. Retrieved melanosome concentration in the upper epidermis for each of the
measurement areas for the 15 days of measurement. ‘Initial’ refers to the situation prior to
the photodynamic treatment of the skin, while the next tick mark refers to the situation
immediately after the photodynamic treatment (adapted from Nielsen et al. [10]).

5% vol. concentration of melanosomes in the lower epidermis, 5% vol. blood con-
centration, 75% relative blood oxygenation, 25 ym upper epidermis thickness, and
25 pm lower epidermis thickness. Then they calculated synthetic spectra for which
each of the seven parameters were successively perturbed with relative changes of
—50%, —40%, ... —30%, —20%, —10%, +10%, +20%, +30%, +40%, and +50%,
respectively. Finally, noise (~N(0, 1%)) was added to each of these 70 synthetic
spectra.

From these noisy spectra retrievals were obtained, and sensitivities were calcu-
lated as the slope of the retrieved perturbed parameters against the input perturbed
parameters. Similarly, crosstalk (which ideally should be zero) was calculated as
the slope of each of the the other parameters against each input perturbed param-
eter. The results [10] showed blood oxygenation to be causing the lowest amount
of crosstalk and to have a sensitivity close to 100%. The sensitivities were found
to be very high and the crosstalks moderately low also for the upper and lower
epidermal melanosome concentrations and the blood concentration. For the upper
epidermal keratin concentration the sensitivity was found to be high, but there was
considerable crosstalk into the upper epidermal melanosome concentration (43%).
For the upper and lower epidermal thicknesses the sensitivities were found to be
low, 47% and 64%, respectively, and there were substantial crosstalk into the other
epidermal parameters. Thus, it would appear that changes in the thicknesses of the
epidermal layers cannot be retrieved accurately from this kind of measurements
for this type of skin, but if the thicknesses of the epidermal layers would remain
unchanged, reasonable retrievals could be obtained for the other five parameters.
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The standard deviations or the error bars in Figs. 5.18-5.21 were calculated during
the retrieval procedure from the diagonal elements of the covariance matrix [10].

In general, the temporal variation in the blood concentration of the skin
(Fig. 5.18) was found to be in good agreement with expectations. A maximum
was reached after 1-2 days, the so-called erythema reaction, typical for a sun-burn,
after which the blood concentration slowly decayed. For the three control areas
the variations were within the range of the calculated standard deviations. Fig.
5.19 shows the relative amount of oxygenated blood immediately after the pho-
todynamic treatment and during the following two weeks for all six measurement
areas. Photodynamic therapy is known to be an oxygen consuming process [119].
Thus, ‘immediately after’ means several seconds or may be even a minute after
the exposure. The marked increase in oxygenation measured at the beginning of
the experiment at all three test areas is likely to be a reaction to the photody-
namic treatment rather than a direct effect of the treatment itself. The variation
in blood oxygenation at the three control areas are of a stochastic nature. The
relative change of the percentage of oxygenated blood during the two weeks of
measurements seems reasonable. However, the absolute values, which are in the
range between 40% and 80%, may be too low (Fig. 5.19). These low oxygenation
percentages could be caused by the bandpass of the spectrometer (5 nm) being in-
sufficiently narrow to resolve the spectral fine structure in the 540-580 nm spectral
region. The skin reflectance in this spectral region is very sensitive to the percent-
age of oxygenated blood. Therefore, the percentage of oxygenated blood could be
underestimated from these measurements.

The retrieval of the melanosome concentration was less uncertain for the upper
epidermis (Fig. 5.21) than for the lower epidermis (Fig. 5.20). Thus, the standard
deviations for the lower epidermal melanosome concentration were about twice as
large as for the upper epidermal melanosome concentration. For all three test ar-
eas, the melanosome concentration in the lower epidermis decreased during the
two weeks (Fig. 5.20), while the melanosome concentration in the upper epider-
mal layers increased, in particular during the first week (Fig. 5.21). This behavior
is similar to that caused by pigmentation induced by UVB radiation (with wave-
lengths shorter than 320 nm). Thus, as a reaction to UVB exposure the melanosome
pigment particles tend to be transferred from the melanocytes in the basal layer
of the epidermis to the keratinocytes in the upper layers [120]. In the experiment
discussed here [116], there was no sign of immediate pigment darkening, a process
primarily induced by UVA radiation (with wavelengths longer than 320 nm) [121].
Had immediate pigment darkening occurred, it would have been seen in the mea-
surements taken immediately after the photodynamic treatment. Hence, one may
conclude that the photodynamic process induced by topical application of ALA-
Hex followed by illumination with red light (632 nm) bears similarities with the
photobiological pigmentation process induced by UVB radiation, but that imme-
diate melanin darkening does not take place during photodynamic therapy.

The decrease in the retrieved lower melanosome concentration occurred at the
same time as an increase in the retrieved lower epidermal thickness. Thus, the
retrieved total lower epidermal melanosome concentration was relatively constant
during the two weeks of measurements. At the control areas no significant tem-
poral variations were seen in the retrieved lower or upper epidermal melanosome
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concentrations (Figs. 5.20 and 5.21), or in the retrieved lower or upper epidermal
thicknesses (not shown). The retrieved total thickness of the epidermis was very
close to what would be expected. Thus, Sandby-Mgller et al. [122] performed mea-
surements on the dorsal forearm of 71 volunteers and found the average epidermal
thickness to be 76 pm + 15 pm. Nielsen et al. [10] found the retrieved value for
the total epidermal thickness to be approximately 70 pum, both for the test sites
and the control sites. Given the result from the cross talk analysis discussed above,
it was surprising to find that the total epidermal thickness appeared to be well
retrieved.

Optical transfer diagnosis (OTD) of pigmented skin lesions

Malignant melanoma is one of the most rapidly increasing cancers in the world; in
the United States alone, the estimated incidence for 2008 was 62,480, which would
lead to an estimated total of 8,420 deaths [123]. Successful treatment of melanoma
depends on early detection by clinicians with subsequent surgical removal of tu-
mors. Visual detection has limitations even when augmented with dermoscopy,
especially with less experienced users [124]. Attempts have thus been made to de-
velop automated devices to assist in the screening of pigmented skin lesions for the
likelihood of melanoma. Most of these devices have digitalized dermoscopy-related
features analyzed by an artificial neural network or support vector machine learning
systems [125,126].

Swanson et al. [11] described a novel melanoma detection system that uses mor-
phologic and physiologic mapping from spectral radiance images of melanocytic
lesions. A clinical pilot study carried out to evaluate the novel detection system
enrolled 50 patients of the dermatology clinic at Mayo Clinic, Scottsdale, AZ, USA.
Referral for optical transfer diagnosis (OTD) typically occurred after examination
and evaluation of the pigmented lesion with the naked eye and the dermoscope.
Potential participants were identified by the referring dermatologist as having pig-
mented skin lesions suspected of being melanoma for which skin biopsy was indi-
cated. These included lesions felt to be low risk, likely benign lesions, and high risk,
likely melanoma lesions.

The OTD system (Balter Medical AS, Bergen, Norway) used in the study
records 30 spectral radiance images (one image set), which constitute one measure-
ment of a lesion. Images were recorded at 10 different wavelengths (365-1,000 nm)
from multiple angles of illumination and detection. The OTD device is a spectral
radiance meter consisting of a measurement head with 12 fixed diode lamps and
3 IEEE (Institute of Electrical and Electronics Engineers) 1394 FireWire cameras.
Each light-emitting diode (LED) is placed at a different angle relative to the skin
to enhance the ability to retrieve information on the depth of the lesion. The polar
angles of the LEDs vary between 30° and 45°, and the relative azimuth between 34°
and 145°. The polar angles for the detectors varied between 0° and 45°, and the rel-
ative azimuth between 0° and 180°. An alcohol-based gel interface was used where
the measurement head contacted the skin, so that a select area of skin could be il-
luminated and imaged through a 2.2-cm-diameter circular sapphire plate. Imaging
time was approximately 5 s.

On the basis of established absorption and transmission spectra for known skin
chromophores and mathematical modeling of skin reflectance [10,111], the images



222 Knut Stamnes and Jakob J. Stamnes

from each set were used to derive morphologic—physiologic maps of the lesions
for the following seven parameters, as described elsewhere [10]: (1) percentage
of hemoglobin concentration, (2) percentage of hemoglobin oxygenation, (3) up-
per epidermal thickness, (4) lower epidermal thickness, (5) percentage of upper
melanosome concentration, (6) percentage of lower melanosome concentration, and
(7) percentage of keratin concentration. These parameters were assumed to be dif-
ferent for normal and malignant tissue.

From each map, an entropy value was calculated and relative entropy values
were calculated among different pairs of 2 maps. The entropy concept used was
similar to that used in statistical physics and information theory. For example,
from the spatial distribution of the melanosome concentration, the entropy associ-
ated with this parameter was computed as the sum of the melanosome concentra-
tion multiplied by its logarithm and integrated over the area of the lesion. Simply
stated, the entropy provides a measure of the disorder in any one of the maps, and
the relative entropy provides a measure of the correlation between two different
maps. A positive-definite 7 x 7 matrix (diagnostic matrix) was constructed and
two eigenvectors were selected that corresponded to the 2 largest eigenvalues of
the diagnostic matrix. These 2 eigenvectors were used to assign a prediction of
malignancy for each lesion that was imaged.

Each suspicious lesion was scanned 3 times with the OTD camera to obtain
3 measurements (i.e. 3 sets of images) per lesion, with the camera repositioned for
each image set. The image sets were recorded on a digital video disc and processed
independently for the creation of morphologic—physiologic maps of the 7 parameters
listed above. Each map set was then used to derive diagnostic matrices as described
above.

After each lesion was scanned, the entire lesion was removed in toto using a
saucerization-type biopsy, and then sent for histopathologic processing and exam-
ination. Pathologic specimens were processed with hematoxylin and eosin stain-
ing as well as, when indicated, immunohistochemical staining with melan-A. All
specimens were reviewed independently by 2 dermatopathologists, who rendered
the diagnoses. The histopathologic findings were then compared with the findings
from the respective diagnostic matrix calculation. The comparison end points were
‘melanoma’ and ‘nonmelanoma’.

Results

Sixty-three lesions in the 50 patients were imaged with OTD and subsequently
removed; all were clinically suspicious for melanoma. Of these 63 lesions, five were
melanomas (two in situ melanomas, three invasive), 47 were benign melanocytic
nevi, two were basal cell cancers, and 11 were other lesions.

The two largest eigenvectors of the diagnostic matrix defined above were used
to calculate one index for melanoma (the ‘melanoma index’) and another index for
benign (nonmelanoma) lesions by correlation with the biopsy results. The indices
were designed such that the largest value determined the diagnosis. Thus, if the
melanoma index was larger than the nonmelanoma index, the lesion would be
diagnosed as a melanoma. To avoid false negatives due to inherent uncertainties in
the data, the percentage difference between the melanoma and the nonmelanoma
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indices was required to exceed an empirically defined threshold. The sensitivity of
OTD was 100% for identifying melanoma. Depending on the threshold by which
the melanoma index was required to exceed the nonmelanoma index, the specificity
of OTD for discriminating melanoma from nonmelanoma was 94.8-96.6%.
Dermoscopic images and morphologic—physiologic maps of representative le-
sions are shown for a typical nonmelanoma lesion (Fig. 5.22) and for a melanoma
in situ (Fig. 5.23). The nonmelanoma lesion in Fig. 5.22 was a nevus with mild ar-
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Fig. 5.22. Pathologic diagnosis: Compound nevus. (A) Dermoscopic picture. (B) Red-
green-blue (RGB) image (upper left-hand corner) and a set of 7 morphologic—physiologic
maps generated by optical transfer diagnosis (adapted from Swanson et al. [11]).
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chitectural disorder. In the 7 maps associated with this lesion, there was a relative
degree of homogeneity and a lack of entropy (i.e. disorder) compared with those in
the equivalent maps in Fig. 5.23, which were for a melanoma in situ. These latter
maps show a higher level of heterogeneity, especially in the percentage of blood
oxygenation and in the percentage of upper epidermal keratin concentration, with
an associated higher level of relative entropy between the pairs of maps.

Keratin concentration (%)

20 30 40 50

Fig. 5.23. Pathologic diagnosis: Melanoma in situ. (A) Dermoscopic picture. (B) Red-
green-blue (RGB) image (upper left-hand corner) and a set of 7 morphologic—physiologic
maps generated by optical transfer diagnosis (adapted from Swanson et al. [11]).
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There were 3 false positives. One was for a seborrheic keratosis that appeared
to be a borderline lesion on dermoscopy. OTD imaging of this lesion showed more
striking degrees of blood content, keratin concentration, and upper melanin con-
centration, as well as a high percentage of blood oxygenation. The other 2 lesions
were nevi with architectural disorder that showed especially higher levels of per-
centage of oxygenation heterogeneity. On dermoscopy, both lesions showed atypical
vascular features with dot vessels and irregular shades of pink.

Discussion

Automated instruments for the diagnosis of primary melanoma that require no di-
agnostic input by the operator are currently in various stages of development [127].
The technologies under development typically use data manipulation of digital der-
moscopic images by image segmentation for border definition, feature extraction,
and subsequent lesion classification by statistical methods [125,126,128]. OTD dif-
fers from purely morphometric and color analyses by the additional modeling of
physiologic parameters. This modeling is based on known absorption and transmis-
sion spectra of melanin, keratin, hemoglobin, and deoxyhemoglobin. In contrast to
other technologies, the OTD technology adds an entirely new dimension to in vivo
analysis by accounting for interactions between the tumor and its environment,
such as the relative degree of hemoglobin desaturation in the vicinity of the tumor.

FExtended study

In a recent study, Swanson et al. [12] based their findings on a data set that included
47 patients from the pilot study discussed above [11] and 47 patients subsequently
studied. The OTD analysis used by Swanson et al. [12] was a revised, more robust
version of the analysis used in the previous study [11]. From each physiologic—
morphologic map, an entropy value was calculated, and relative entropy values
were calculated between different pairs of two maps. Weights were assigned to each
entropy and relative entropy value and their respective logarithms and to each pure
morphologic parameter and its logarithm. For the seven physiologic-morphologic
maps, 28 weights were associated with the entropy and relative entropy values, and
28 weights with their logarithms. Similarly, 10 weights were associated with the
10 pure morphologic parameters and 10 with their logarithms. Thus, in total, 76
weights were assigned.

A proper threshold value for a diagnostic index was developed to differentiate
between melanoma and nonmelanoma. This threshold value indicates the desire to
discriminate between benign and malignant lesions so that the diagnostic indices
for malignant lesions would be well separated from those for benign lesions when
inevitable errors in the measurement procedure are properly taken into account.
By comparing with the diagnosis of melanoma or nonmelanoma pathology results
obtained from clinical data (see below), a cost function was defined consisting of
a master term (including pathology), constraints, regularization, and the Occam
rule. Constraints were used to take advantage of a priori information about the
covariance of the measurements, and regularization was used to suppress variations
in the measurements, which do not contribute to the correct diagnosis. Some of
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the physiologic—morphologic maps and the pure morphologic parameters did not
contribute substantially to the diagnosis. The Occam rule was designed to exclude
inconsequential parameters.

The diagnostic index (D) is defined as D = w’p, where the superscript T
denotes transpose, w is a column vector of 76 weights, and p is a column vector
of 76 elements consisting of 28 entropy and relative entropy values with their 28
logarithms and 10 pure morphologic parameters with their 10 logarithms. A value
of the diagnostic index was computed for every lesion examined, and the 76 weights
were optimized to give the best diagnosis.

To test robustness, the diagnostic procedure was applied to find optimized
weights for different subsets of the entire data set. For this purpose, subsets were
created by starting with the entire data set of all clinical measurements (n = 342)
and excluding some of the measurements. One subset was created by dividing the
total set into three equal parts, each consisting of every third measurement, and
then excluding one-third of the total subset, so that the remaining subset contained
two-thirds of the entire data set. The clinical data set had 11 melanomas (see be-
low). Nine different subsets were created by excluding all three measurements that
had been performed on one of the 11 lesions — a melanoma according to the pathol-
ogy report. In the clinical data set described above, several weights were very small
and were set equal to 0. Optimization was performed on several subsets, and the
criterion for accepting a new set of weights was that it should give a specificity
greater than 90% for a sensitivity of 100% for all subsets. In this manner, a new
set of weights with fewer nonzero values was tested for acceptance.

Results

In the 94 patients, 118 lesions were imaged with optical transfer diagnosis and
subsequently removed; all were clinically suggestive of melanoma; 11 of these were
categorized as melanomas (5 in situ melanoma, 4 invasive melanoma, and 2 atypical
melanocytic hyperplasia consistent with melanoma). Of the 107 benign lesions, 84
were benign melanocytic neoplasms, but 9 of those showed moderate to severe
degrees of architectural disorder or cytologic atypia. The remaining lesions were
2 basal cell carcinomas (BCCs) and 21 other lesions. For each lesion, 3 optical
transfer diagnosis measurements (each consisting of 30 images) were taken, but
some measurements were discarded because of measurement errors, reducing the
total number of useful measurements to 342. When the method described above
was applied to this clinical data set, the sensitivity was 100% for any specificity
less than 91.4%. When the diagnostic procedure was applied to different subsets of
the entire data set in the robustness test (see above), after a corrected selection of
unimportant weights, the specificity at 100% sensitivity did not change noticeably
and was found to be larger than 90% for all subsets.

Dermoscopic images and morphologic—physiologic maps of representative le-
sions are shown for a typical nonmelanoma lesion (Fig. 5.24) and for a malignant
melanoma (Fig. 5.25). The nonmelanoma lesion in Fig. 5.24 was a nevus with mild
architectural disorder. In the seven maps associated with this lesion, there was a
relative degree of homogeneity and a lack of entropy (disorder) compared with those
in the corresponding maps in Fig. 5.25. The maps of the melanoma show a higher
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Fig. 5.24. Pathologic diagnosis: nevus with mild architectural disorder. (A) Dermoscopic
image. (B) Physiologic maps. The parameters display greater uniformity and higher lev-
els of congruence between maps than the melanoma in Fig. 5.25. RGB, red-green-blue
(adapted from Swanson et al. [11]).
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Fig. 5.25. Pathologic diagnosis: malignant melanoma, 1.25 mm thick. (A) Dermoscopic
image. (B) Physiologic maps. The physiologic maps display a considerable amount of
heterogeneity for the parameters displayed. RGB, red-green-blue (adapted from Swanson
et al. [11]).

level of heterogeneity, especially in the percentage of blood oxygenation and in the
percentage of upper epidermal keratin concentration, with an associated higher
level of relative entropy between each pair of maps. Ten lesions had false-positive
results: 4 nevi with mild architectural disorder or mild cytologic atypia (or both),
two pigmented actinic keratoses, 1 blue nevus, 1 seborrheic keratosis, 1 dermatofi-
broma, and 1 large cell acanthoma. Of the lesions identified as not melanoma, there
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were 2 BCCs and 8 nevi with moderate to severe architectural disorder or cytologic
atypia. The BCCs had dermoscopic features of BCC, but were included in the data
set because they met the case referral indication.

OTD technology appears to be a promising tool for clinical practice. Additional
research needs to be done to validate the ability of OTD to discriminate benign
from malignant lesions. Further study is also needed to investigate the ability to
discriminate malignant melanoma and bland nevi from benign lesions with moder-
ate to severe degrees of architectural disorder and cytologic atypia. A limitation of
optical transfer diagnosis technology is that it did not identify the pigmented BCCs
specifically; rather, the algorithm regarded them as nonmelanoma. Further study
is needed to determine whether the algorithm can “learn” to discriminate other
neoplasms, including BCC. The validity of physiologic mapping as a true reflection
of the physiology of human tissue needs to be demonstrated. Physiologic mapping
may have applications beyond the screening of melanocytic lesions in inflammatory
diseases and other dermatologic disorders.

5.5 Summary

A review was given of scalar radiative transfer theory applicable to a coupled two-
slab system consisting of two adjacent slabs with different refractive indices. In
section 5.2, a brief description of inherent optical properties (IOPs) was provided,
including absorption and scattering coefficients (« and o) as well as a normalized
angular scattering cross-section or scattering phase function. The IOPs depend
only on the medium itself, and not on the ambient light field, whereas apparent
optical properties (AOPs) depend also on the illumination. The connection between
AOPs and IOPs is provided by the RT equation (RTE), described in section 5.3.1
for a coupled two-slab system separated by a plane, horizontal interface across
which the refractive index changes abruptly from a value m; in one of the slabs
to a value my in the other. If one assumes that the IOPs vary only in the vertical
direction z, the scalar intensity I(7,u,¢) depends on the vertical optical depth
7(z) = [Z(a(z') + 0(2)) dz' (Eq. (11)), of the medium as well as the polar angle 6
(1 = cos @) and the azimuthal angle ¢. In such a two-slab geometry it is possible to
isolate the azimuthal dependence of the intensity. Expansion of the scattering phase
function in Legendre polynomials and use of the addition theorem for spherical
harmonics led to a Fourier cosine expansion of the scattering phase function. By
also expanding the intensity in a Fourier cosine series (Eq. (19)), one finds that
each Fourier component I™ (1, u) satisfies a RTE given by Eq. (20).

Two fundamentally different methods of solution of the RTE for a coupled
two-slab system were described. In section 5.3.2 an overview of the discrete-
ordinate method was provided. This method consists of approximating the integro-
differential RTE (Eq. (20)) by a system of coupled, ordinary differential equations
which may be solved by applying methods from linear algebra resulting in a nu-
merical code (C-DISORT) that computes radiances at any optical depth, polar
and azimuthal angle. The Monte Carlo (MC) method, described in section 5.3.3,
is based on the use of random numbers to perform statistical simulations of the
RT process, and may be used to model light propagation in systems with com-
plicated geometries (beyond the coupled two-slab system considered here). In a
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Monte Carlo simulation for a coupled two-slab system (C-MC), the solution of the
RTE (Eq. (12)) is obtained by following the life histories of a very large number of
light beams. Each beam is followed until it leaves the system either by absorption
in either of the slabs or by escaping through the bottom of the lower slab or the
top of the upper slab.

As discussed in section 5.3.4, the impact of surface roughness on the radiance
distribution is to spread the specular reflection over a range of angles, which, in
the case of reflections from a wind-roughened water surface, is referred to as the
sunglint region. If the surface is characterized by a Gaussian random height distri-
bution, and the tangent plane approximation is invoked, the bidirectional reflection
distribution function (BRDF) can be expressed as in Eq. (41), in which the surface
slope distribution is given by Eq. (43) for an isotropic, Gaussian rough surface. To
correct for sunglint in ocean color remote sensing applications it is customary to
use a direct transmittance approach that ignores multiple scattering. As discussed
in section 5.3.4, a model for a coupled atmosphere-water system that includes mul-
tiple scattering can be used to quantify the error incurred by invoking the direct
transmission assumption. These errors typically range from 10% to 90% depending
on aerosol loading and sun-satellite geometry.

Sample applications of the theory were discussed in section 5.4, starting with
the coupled atmosphere—water system in section 5.4.1. To demonstrate that the
two fundamentally different solutions methods give similar results, it was shown
(Fig. 5.4) that irradiances computed with the C-MC and C-DISORT codes are in
good agreement throughout the coupled atmosphere—ocean system.

An RT code for the coupled atmosphere-water system can be used as a for-
ward model to compute not only radiances, but also Jacobians (radiance partial
derivatives with respect to changes in retrieval parameters) that are required for
inversion of ocean color data by standard inversion methods such as iterative fit-
ting techniques based on nonlinear least squares or optimal estimation. Such an
approach allows for simultaneous retrieval of atmospheric aerosol parameters and
marine parameters, and circumvents the ‘negative water-leaving radiance problem’
encountered in the traditional two-step ‘atmospheric correction and regression’ ap-
proach. At each iteration step, the coupled forward RT model can be used to
generate both simulated radiances and Jacobians required in the inversion scheme.
It was shown (Figs. 5.5 and 5.6) that this simultaneous forward/inverse retrieval
method can provide good retrieval capability, and that 8 SeaWiFS channels were
sufficient to retrieve 2 atmospheric and 3 marine parameters in coastal waters.

Applications to coupled atmosphere-snow—ice systems were discussed in sec-
tion 5.4.2. The C-DISORT coupled RT model can be used to compute the radia-
tion field within sea ice, the BRDF defined in Eq. (40) for bare and snow-covered
sea ice, as well as radiances at the top of the atmosphere. Figure 5.7 shows that
computed albedos of clean snow agree well with computations done by others as
well as with experimental values. Satellite remote sensing can be used to estimate
spatial and temporal changes in snow/ice cover, and to retrieve snow/ice optical
characteristics and temperatures. To infer information about snow and ice proper-
ties from visible and IR satellite imagery a cloud mask is required to discriminate
between clear and cloudy sky, and for cloud-free pixels, a snow/sea ice discrimi-
nator to distinguish bare sea ice from snow-covered sea ice. Algorithms developed
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for retrieval of snow ice properties were used to analyze data from the GLI satel-
lite. For example, Fig. 5.11 shows surface temperatures around the northern polar
region for April 7 to May 8, 2003, while Fig. 5.11 shows a comparison between
temperatures derived from MODIS and GLI data. Figure 5.12 shows the corre-
sponding spatial distribution of snow grain size between 0 and 20 cm retrieved
from the NIR channel at 0.875 yum (Rs0.9). The snow grain size of the top surface
layer (0-2 cm) can be retrieved from the A = 1.64 pym channel (R ). The ratio
of Rs1.6 to Rso.9 for the April 7-22 period shown in Fig. 5.13 indicates that the
difference in the spatial distribution between Ry 9 and R ¢ may be due to vertical
inhomogeneity of the grain size in the upper several centimeters of the snow or by
different light penetration depths at A = 0.865 pm and 1.64 pm. It was also shown
that there is a close relationship between the R,y ¢ snow grain size and surface
temperature (T}), as illustrated in Fig. 5.14, which shows the spatial distribution
of the snow cover for the period of April 7-22, 2003, but color-coded using the
two-dimensional temperature-grain size (Ts — Rgo.9) relationship to indicate the
potential of snow grains to metamorphose. The snow in the two elliptical areas in
Fig. 5.14 has similar grain sizes (around 200 pm) but exists in different temperature
regimes (272-273 K in the orange area and 253 K in the blue area). The snow in
orange-colored area has a high potential while that in blue-colored area has a low
potential of metamorphosis.

In section 5.4.3, C-MC simulations and C-DISORT calculations of spectral ra-
diances in coupled air—tissue systems were compared, and excellent agreement was
demonstrated between radiances obtained with the two codes, both above and in
the tissue for typical optical properties of skin tissue at the wavelengths 280, 540,
and 650 nm. The scattering phase function for internal structures in the skin was
represented by the Henyey—Greenstein phase function for large particles and the
Rayleigh phase function for small particles. The C-DISORT code was found to be
about 1,000 times faster than the C-MC code.

In order to test the feasibility of retrieving important parameters describing the
physiologial state of human skin, ultraviolet and visible reflectance spectra from
human skin, measured before and on each day for two weeks after photodynamic
treatment with the hexyl ester of ALA and exposure to red light (632 nm), were
analyzed using C-DISORT for a coupled air—tissue system as a forward model in
conjunction with a classic inversion scheme. The results showed that it is possible
to perform a simultaneous retrieval of several important physiological parameters,
such as the melanin in both the basal and upper layers of the epidermis.

To evaluate the potential of a novel imaging technology, optical transfer diagno-
sis (OTD), for differentiation of benign from malignant pigmented melanocytic le-
sions, 50 patients with pigmented lesions suspicious for melanoma were referred for
OTD. After OTD scanning, lesions were biopsied for histopathologic examination,
each by 2 separate dermatopathologists. Maps of morphological and physiological
parameters were derived using forward/inverse modeling by C-DISORT of light ab-
sorption and scattering by chromophores such as hemoglobin, keratin, and melanin
at different epidermal and dermal depths. Relative entropies were analyzed for out-
put prediction of malignancy vs. nonmalignancy. Sixty-three pigmented suspicious
lesions were OTD scanned before being biopsied for histopathologic examination
by the 2 dermatopathologists. Of the 63 lesions, 5 were identified as melanoma and
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58 were found to be benign. OTD was able to identify the malignant lesions with
100% sensitivity and 94.8-96.6% specificity.

To further evaluate the potential of OTD for distinguishing benign from malig-
nant pigmented melanocytic neoplasms, 49 patients with pigmented lesions sugges-
tive of melanoma were referred for OTD. After lesions were scanned with the OTD
camera, they were removed for histopathologic examination by 2 dermatopathol-
ogists each. From the recorded images, morphologic—physiologic maps were cre-
ated, and entropy and relative entropy values derived from the maps and a set
of pure morphologic parameters were analyzed for output prediction of melanoma
versus nonmelanoma. Of the 118 scanned and biopsied lesions, 11 were identified
as melanoma or atypical melanocytic hyperplasia consistent with melanoma. For
identification of melanomas, OTD had a sensitivity of 100% and a specificity of
90%.
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6 Airborne measurements of spectral shortwave
radiation in cloud and aerosol remote sensing
and energy budget studies

Sebastian Schmidt and Peter Pilewskie

6.1 Introduction

Space-borne observations of clouds and aerosols are currently undergoing impor-
tant developments. A new generation of passive imagers follows in the footsteps
of proven instrumentation akin to AVHRR (Advanced Very High Resolution Ra-
diometer: Cracknell, 1997) and MODIS (Moderate Resolution Imaging Spectrora-
diometer: King et al., 1992). At the same time, novel approaches are diversifying
the instrumental infrastructure and thus extending the observable parameter space:
radar and lidar explore the vertical distribution of clouds and aerosols; polarime-
ters help untangle aerosols and clouds, and complement non-polarized imagery for
ice and mixed-phase clouds. Curiously, the spectral information in the shortwave
(solar) wavelength range has remained largely underutilized for cloud and aerosol
remote sensing, whereas the infrared and microwave spectral ranges are exten-
sively used for sounding techniques — particularly for water vapor. Solar spectral
imagers such as AVIRIS (Airborne Visible/InfraRed Imaging Spectrometer) are
routinely flown in geological surveys, recently in the aftermath of the May 2010
Gulf of Mexico oil spill (Clark et al., 2010). Ecosystem mapping (Pignatti et al.,
2009) and ocean color retrievals (Liew and Kwoh, 2003) with Hyperion onboard
the NASA satellite EO-1 are examples of space-borne spectral cartography in bi-
ology and ocean chemistry. In all of these applications, the atmosphere between
the surface and the sensor is a factor that needs to be removed via correction algo-
rithms. The spectral signal from the atmosphere itself is mainly used for fingerprint-
ing trace gases based on differential optical absorption spectroscopy. In addition
to gas-phase spectroscopy, the European Space Agency’s SCTAMACHY (scanning
imaging absorption spectrometer for atmospheric cartography) on ENVISAT and
GOME (global ozone monitoring experiment) on ERS-2 provide limited informa-
tion about aerosols and clouds, which introduce biases in trace gas retrievals due to
enhanced scattering and absorption or spatial heterogeneity effects (Wagner et al.,
2008). However, derived parameters such as the absorbing and scattering aerosol
indices (de Graaf and Stammes, 2005; Penning de Vries et al., 2009) or effective
cloud fraction (Grzegorski et al., 2006) remain somewhat quantitative or are lim-
ited to certain wavelength bands with strong gas absorption lines (Koelemeijer et
al., 2002) or Fraunhofer lines (Ring effect, Joiner and Bhartia, 1995).

A.A. Kokhanovsky (ed.), Light Scattering Reviews 6: Light Scattering and Remote Sensing 239
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Why is cloud and aerosol remote sensing lagging behind exploiting the full in-
formation content in solar spectral radiance measurements? One reason is that the
large footprint of most space-borne spectral radiometers makes them ill-suited for
spatially resolving clouds. Another may be the common belief that spectrally re-
solved observations add redundant information as far as clouds and aerosols are
concerned. Principal component analysis shows that a limited number of indepen-
dent pieces of information can explain most of the variance in solar spectral radi-
ation measurements (Rabbette and Pilewskie, 2002). However, this information is
distributed across the spectrum. While optical thickness and effective radius can be
derived from the cloud reflectance at two solar wavelengths (Nakajima and King,
1990), the retrieval accuracy may benefit from the information content in additional
wavelengths (Vukicevic et al., 2010).

In fact, the keys to resolving some of the outstanding issues in cloud—aerosol
remote sensing and radiative energy budget may lie in the spectral dimension. In
this chapter, we will substantiate this claim by giving an overview of recent air-
borne measurements and modeling of solar spectral radiation that we hope will spur
new observational approaches in the future. We start by pointing out the subtle
but important differences between multi-channel filter-radiometers and spectrom-
eters, and illustrate instrument setup, calibration, precision and accuracy using as
an example the Solar Spectral Flux Radiometer (SSFR: Pilewskie et al., 2003),
a spectrometer system that can be used to measure solar spectral radiance or ir-
radiance. In the subsequent sections, we will illustrate how airborne irradiance
measurements provide insights into cloud—aerosol remote sensing, where each sec-
tion brings to bear different aspects of spectrally resolved measurements or model
calculations. To date, airborne observations are the only tool for examining spec-
tral phenomena in clouds and aerosols because imagers currently in orbit lack the
required spatial resolution or coverage.

One of the distinct advantages of airborne irradiance measurements is that they
do not entail an artificial distinction between remote sensing and radiative energy
budget, i.e., radiative forcing, albedo, and absorption of cloud or aerosol layers.
For satellite observations, cloud or aerosol properties are retrieved from reflected
radiances. Irradiance cannot be measured from space and thus needs to be inferred
through models. This introduces systematic errors caused by spatial heterogeneity.
Upwelling and downwelling irradiance acquired from aircraft observations can be
used to retrieve cloud or aerosol properties, while providing layer albedo, forcing,
and absorption at the same time. Since an aircraft can fly below layers of interest,
the derived bottom-of-layer radiative forcing is more constrained than it would be
from a satellite. The layer absorption, impossible to observe from a satellite, can
be derived from irradiance measurements without invoking a model.

Spectrally contiguous measurements allow an integration of the spectra to ob-
tain unbiased broadband absorption and radiative forcing, while spectral resolution
is invaluable in distinguishing various different contributors to forcing and absorp-
tion. Moreover, airborne instrumentation can be regularly calibrated on the ground,
and effects of instrument degradation can be tracked. Technology can be outdated
at the end of a satellite’s lifetime; in an aircraft instrument, it can be kept state-
of-the-art. For example, the signal-to-noise ratio of the photodiode arrays used in
AVIRIS improved by a factor of ten from 1987 to 1999 (Green and Pavri, 2000).
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After introducing instrumentation, relevant radiative quantities and models in
section 6.2, we highlight some recent spectral measurements and model results: In
section 6.3, we discuss what can be accomplished in remote sensing of homoge-
neous clouds when transitioning from traditional dual-channel techniques to spec-
tral approaches. Section 6.3.1 introduces three indices based on reflected spectral
radiance to retrieve thermodynamic phase and phase ratios in mixed-phase clouds.
In section 6.3.2, we capitalize on the intrinsic spectral contrasts of near-infrared
liquid water absorption to improve the accuracy of the effective radius retrieval
from transmitted radiance, and discuss how cloud retrievals may become less sen-
sitive to absolute radiometric calibration in the future. In section 6.3.3, we present
a Bayesian approach for a rigorous error analysis of spectral retrieval techniques
that can establish the gain in information content by increasing spectral resolu-
tion, sampling and coverage. In section 6.3.4, we show how the accuracy of cloud
retrievals from satellite can be assessed with airborne measurements in the presence
of aerosol layers overlying homogeneous clouds. In section 6.4, we discuss how to
constrain the aerosol direct effect with airborne measurements. We introduce a new
approach where aerosol single scattering albedo, asymmetry parameter, and surface
albedo are obtained from flight legs above and below an aerosol layer, alongside
aerosol top-of-layer and bottom-of-layer forcing and layer absorption.

In Sections 6.5 and 6.6, we address the relationship between cloud hetero-
geneities and spectral irradiance, forcing, and absorption. We point out that 3D
effects alter the spectral signature of heterogeneous clouds (section 6.5) from that of
their homogeneous counterparts, and that of cloud—aerosol scenes (section 6.6). In
section 6.5, we describe a spectral consistency approach that helps identify inconsis-
tencies between cloud properties and spectral cloud albedo, forcing and absorption
caused by spatial heterogeneities. We also discuss the spectral shape of measured
apparent absorption, obtained from the vertical divergence of irradiance in a cloud
volume, and we reproduce the spectrum using a 3D radiative transfer model. The
radiative forcing of convective boundary layer clouds embedded in an aerosol layer
is discussed in section 6.6. We show that the spectral shape of the measured irradi-
ance is reproduced only when the aerosol properties are fully represented in a 3D
radiative transfer model.

Finally, we summarize the results of recent measurements and point out the
potential of spectrally-resolved measurements for future cloud—aerosol observations.

6.2 Instrumentation, radiative quantities, and models

6.2.1 Spectrometer versus multi-channel filter-radiometer

Radiometers can be categorized by their spatial resolution and viewing geometry,
and by their spectral resolution, coverage, and dispersion technique.

Spatial resolution distinguishes imaging from non-imaging instruments. For
non-imaging instruments, no spatial information is retained in the measured sig-
nal, which originates from either a narrow cone (for example, in sun-photometers),
or from any extended directional range, for example, in irradiance measurements,
where the signal is integrated over a hemisphere. In imagers, spatial coverage is
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typically achieved by scanning with a detector array, for example, along-track in
pushbroom or across-track in whiskbroom mode. Most imagers are spatially con-
tiguous because they oversample, and their pixels overlap.

In the spectral domain, a seemingly minor, but important distinction (see sec-
tion 6.2.2) is the way in which the solar spectrum is dispersed: multi-channel spec-
troradiometers typically employ filters or dichroic beam-splitters and independent
detectors with each filter. They provide measurements in non-contiguous discrete
wavelength bands. This is usually referred to as ‘multi-spectral’. An example of an
imaging spectroradiometer is MODIS (King et al., 1992). The Multi-Filter Rotating
Shadowband Radiometer (MFRSR: Harrison et al., 1994) or the sun-photometers
used for the Aerosol Robotic Network (AERONET: Holben et al., 1998) are surface-
based non-imaging filter-radiometers. Spectrometers, on the other hand, cover parts
or the entire solar spectrum continuously. This is sometimes called ‘hyperspectral’.
In contrast to filter-radiometers, spectrometers use gratings or prisms in conjunc-
tion with detector arrays or sequential wavelength scanning devices. The Airborne
Visible/InfraRed Imaging Spectrometer (AVIRIS: Green et al., 1998) is composed
of four individual spectrometers from the visible to shortwave-infrared range. Each
uses a two-dimensional diode array with the spectral dimension along one axis and
the spatial dimension along the orthogonal axis. The substrate of the three detec-
tor arrays is optimized for maximum response in the respective spectral wavelength
range. AVIRIS operates in whiskbroom scanning mode; the space-borne Hyperion
(two spectrometers), and the Moon-viewing M? (Moon Mineralogy Mapper, sin-
gle spectrometer) both use pushbroom scanning. The challenge in building spectral
imagers is to optimize the spatial and spectral resolutions and ranges. Increasing
signal-to-noise ratios in detector arrays have allowed higher resolution in the spec-
tral and spatial domain while keeping telescopes small enough to be feasible in
space.

Multispectral and hyperspectral radiometers exhibit different modes of degrada-
tion. Filter-radiometers have multiple optical paths for each band, while spectrom-
eters have a single optical path. In filter-radiometers, degradation of optical compo-
nents can occur independently for each optical path. In spectrometers, instrument
response function variability is correlated across the spectral range. Spectrally un-
correlated changes can occur only at the detector level. This type of degradation
is common to spectrometers and filter-radiometers alike.

Currently, no spectral imager with an adequate combination of resolution and
accuracy is in orbit. It was planned for the NASA CLARREO project (Climate
Absolute Radiance and Refractivity Observatory), which was recently canceled
due to budgetary problems.

6.2.2 Solar spectral flux radiometer

The Solar Spectral Flux Radiometer (Pilewskie et al., 2003) measures upward and
downward solar spectral irradiance or radiance. Prior to its first deployment in
1998, airborne irradiance measurements relied mostly on broadband radiometers.
The lack of spectral resolution became obvious when Cess et al. (1995) discovered a
discrepancy between modeled and measured cloud absorption, thereafter debated in
the literature for more than a decade. This discrepancy was one of the motivations
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for developing SSFR at NASA Ames. A sister instrument, the albedometer by
Wendisch et al. (2001), followed soon afterwards. It took until 2007 to achieve
better understanding of the so-called apparent cloud absorption which is derived
from vertical irradiance divergence (section 6.5.2).

SSFR has been deployed on numerous airborne platforms and ground sites (for
example at the Southern Great Plains ARM site in Oklahoma, under the name of
Shortwave Spectrometer, SWS) and on various research vessels. The albedometer
has also been mounted on platforms that were carried by tethered balloons, heli-
copters and aircraft. SSFR (depicted in Fig. 6.1) covers a wavelength range from
350 nm to 2150 nm, comprising nearly 95% of the total incident solar irradiance.
Each SSFR consists of two subsystems, combined in one rack-mounted encasement,
and connected by fiber-optic cables to light collectors mounted on top (zenith view-
ing) and at the bottom (nadir viewing) of the aircraft. The light collectors (on the
right in Fig. 6.1) are designed such that they provide a near-ideal cosine weighting
of the incoming radiance from the upper and lower hemisphere, defined as irradi-
ance. This is realized by a circular entrance aperture in a miniature integrating
sphere, covered by a quartz dome for weather protection. Recent improvements in
the cosine-response of the SSFR light collectors are reported in Kindel (2010). For
operation on the ship or on the ground, the nadir-viewing hemispheric light collec-
tor is replaced with a zenith-viewing narrow-field-of-view collimator. In this setup,
SSFR. allows simultaneous downward irradiance and radiance measurements. The
albedometer (Wendisch et al., 2001) has also been configured to measure upward
radiance with a nadir-viewing collimator.

The full spectral range is covered by using pairs of monolithic miniature Zeiss
spectrometer modules (MMS-1 for the near-UV, visible, and very-near-infrared
from 350 nm to 1000 nm; NIR-PGS 2.2 for the near-infrared from 900 nm to
2200 nm). Partitioning the spectral range was necessary because at the time of its
development, no single detector was sensitive enough across the entire solar wave-
length range. This design is shared with many spectral imagers. Newer systems
(for example, M?) have employed single focal plane detector arrays. The 350 nm to
1000 nm module is a flat-field grating with a 256-element linear silicon diode array
detector. It is temperature-stabilized at 27.0°C + 0.3°C to minimize dark current
fluctuations. Its spectral resolution as indicated by the full-width-half-maximum

Fig. 6.1. Solar Spectral Flux Radiometer (SSFR) with zenith and nadir light collectors.
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(FWHM) is 8 nm, with 3 nm sampling. The 900 nm to 2200 nm module utilizes a
256-element InGaAs linear diode array that is thermoelectrically cooled to —10.0°C
4 0.1°C. Recently, the instrument setup was modified to also stabilize the tempera-
ture of the electronics (pre-amplifier) for better dark current stability. The FWHM
is 12 nm, with 5 nm sampling resolution. In normal operation mode, one spectrum
is recorded per second. Different versions of the instrument with higher resolution
and different spectral range exist. The instrument is mechanically robust since no
moving parts are used, and are therefore optimal for aircraft operations.

Since the SSFR is not only utilized for spectroscopic, but also for radiometric
applications, it is essential to ensure high accuracy and stability of its absolute
calibration. Therefore, the spectrometers are calibrated before and after each field
deployment in the laboratory, using a tungsten-halogen 1000-W lamp that is trace-
able to a US national laboratory standard. Over the course of each experiment,
the stability of the calibration is tracked with a portable field calibration unit.
Generally, a calibration stability of 1% to 2% is achieved over the course of a
multiple-week field mission. The nominal radiometric accuracy of 3% is dominated
by the uncertainty of the calibration light source. The precision of the instrument
is 0.1%. This value is driven by dark current fluctuations. Those fluctuations can
exceed 0.1%, or even 3% of the signal near the edges of a spectrometer’s wavelength
range where the signal-to-noise ratio decreases due to decreasing sensitivity of the
detector. Figure 6.2 shows a typical SSFR measurement over a vegetated surface in
California during a 2010 field experiment, with downwelling irradiance in blue, and
upwelling irradiance in red. The wavelength ranges of the InGaAs detector array
and the silicon detector array overlap between 900 and 1000 nm and are joined
at 940 nm. This wavelength was chosen to maximize the signal-to-noise ratio on
either side. The wavelength calibration relies on known emission lines of Hg, Ar,
and Xe lamps, and on lasers in the visible and near-infrared wavelength range. It
is usually stable to 0.1 nm over several years.
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Fig. 6.2. Typical SSFR measurement (blue: downwelling, red: upwelling irradiance; solid
lines: silicon spectrometer wavelength range; dotted lines: InGaAs spectrometer wave-
length range).
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The data are corrected for the angular response of the light collectors which
can deviate from an ideal cosine-weighting of the incident radiation (Kindel, 2010).
Since irradiance is defined with respect to a horizontal plane, an additional correc-
tion is required for aircraft attitude if the light collectors are fix-mounted to the
fuselage (Bannehr and Schwiesow, 1993). This can be complicated or impossible if a
light collector receives radiation from the opposite hemisphere (see Fig. 6.3(a)). For
this reason, Wendisch et al. (2001) introduced a stabilization platform (Fig. 6.3(b))
for the albedometer where attitude changes of the aircraft are counteracted by a
two-dimensional tilt stage. In this way, the light collectors are always aligned with
the horizon.
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Fig. 6.3. (a) Viewing geometry for irradiance measurements on an airplane. (b) Layout
of a tip-tilt stabilizing platform from Wendisch et al. (2001).

6.2.3 Radiative quantities
Optical properties

In the shortwave wavelength range, radiative transfer calculations require the ver-
tical distribution of spectral extinction and absorption coefficients, as well as the
scattering phase matrix. Cloud and aerosol layers can be fully described by three
parameters:

(1) The optical thickness, 7, is defined as the column-integrated extinction coef-
ficient, Bext. It comprises the scattering and absorption optical thickness, Tsca
and Tabs: Ttot = Tsca + Tabs. Lhe Angstrém parameter describes the wavelength
dependence of aerosol optical thickness. Cloud optical thickness has almost no
wavelength-dependence.

(2) The single scattering albedo, w, is defined as the ratio between scattering and
total optical thickness, Tsca/(Tsca + Tabs)-

(3) For spherical water droplets, the scattering phase function can be obtained
from Mie calculations, whereby drop size distributions are often parameterized
by its third moment divided by the second: the effective radius, Reg. Assigning
a phase function to ice crystals and aerosol particles is more ambiguous because
of their complex shape and internal composition.
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Irradiance, radiance, and related properties

Upwelling and downwelling spectral irradiance (or flux density), Fl and F/\l, are
defined as cosine-weighted radiances, I, integrated over the lower and upper hemi-
sphere, respectively. The net irradiance, F), is the difference between downwelling
and upwelling irradiance: F\ = F )% - F ; . The layer absorption is derived from the
difference in net irradiance on top and at the bottom of the layer, AF}, assuming
that the net horizontal divergence vanishes. In real clouds this is rarely achieved ex-
cept under the most ideal conditions (discussed in section 6.5). The spectral albedo
is defined as the ratio between upwelling and downwelling irradiance, ay = FAT /F i ,
while layer reflectance pertains to the reflected radiance, r = nl'/F i, where F' )%
is the incident irradiance on top of the layer, which depends on the cosine of the
solar zenith angle, po. Similarly, transmittance is defined as t = 71! /F i, and I
is the transmitted radiance through the layer. This definition of r and ¢ is slightly
different from the satellite bi-directional reflectance function, which involves solar
zenith angle and multiple different viewing angles. We will consider nadir-viewing
reflectance in section 6.3.1 and zenith-viewing transmittance in section 6.3.2.

6.2.4 Radiative transfer models

For 1D radiative transfer calculations, we used the libRadtran radiative transfer
package (http://www.libradtran.org), developed by Mayer and Kylling (2005), and
the SSFR-specific radiative transfer code by Coddington et al. (2008), where gas
absorption was parameterized with the correlated-k method (Mlawer et al., 1997),
based on the HITRAN 2004 data base (Rothman et al., 2005). For the 3D calcu-
lations, we used MYSTIC (Monte Carlo code for the physically correct tracing of
photons in cloudy atmospheres: Mayer, 2009), which is embedded in libRadtran.

6.3 The value of spectral resolution for cloud retrievals

To date, the most widely used technique for retrieving cloud optical thickness (7)
and effective radius (Reg) from passive imagery relies on only two channels in
the solar wavelength range (Arking and Childs, 1985; Twomey and Cocks, 1989;
Nakajima and King, 1990; Kokhanovsky et al., 2011). Figure 6.4(a) shows cloud
reflectance at a near-infrared channel (ry;;) plotted as a function of the reflectance
in a visible channel (ry;s) for various {7, Reg} combinations. With increasing op-
tical thickness, the reflectance in both channels increases monotonically towards
its asymptotic limit. In the visible channel, where water does not absorb, the
reflectance approaches unity in the limit of large optical thickness. In the near-
infrared channel, the maximum reflectance is below 100%, due to liquid water
absorption. In the limit of weak absorption and geometric optics, single scattering
co-albedo (probability of photon absorption: 1 — @) depends linearly on drop size,
which thus determines the reduction in reflectance in the near-infrared channel.
Multiple scattering in optically thick clouds amplifies absorption, which is then

proportional to /1 — .
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Fig. 6.4. Nakajima—King diagram (lookup table) for (a) reflectance-based and (b)
transmittance-based cloud retrievals from McBride et al. (2011).

The retrieval algorithm is based on the simple one-to-one relationship {7, Reg} <
{Tviss Tnir }- It identifies the closest match between the dual-channel reflectance ob-
servations and a pre-calculated reflectance lookup table {7 (7yis, Tnir ) Reft (T'vis, Tnir) }-
Figure 6.4(b) shows the same lookup table for the transmittance below a cloud.
For zero cloud optical thickness molecular scattering is the only contributor to the
downward radiance. With an increasing number of cloud droplets, the downward
radiance increases up to 7 &~ 5, beyond which the signal decreases toward the
limit of zero for infinite thickness. The poor separation of individual Reg lines in
the transmittance lookup table translates into large uncertainties in the retrieved
{7, Rest } pairs, especially when 7 > 40 where the dual-channel approach is not fea-
sible (section 6.3.2). Further problems arise in the presence of ice or mixed-phase
clouds (section 6.3.1), absorbing aerosols above clouds (section 6.3.4), and cloud
heterogeneity (section 6.5).

6.3.1 Reflectance from mixed-phase clouds

For water clouds, Mie calculations provide the single scattering properties for for-
ward radiative transfer calculations. For the more complicated shapes encountered
in ice clouds, ray-tracing codes provide distinct spectra of single scattering prop-
erties for different crystal habits or habit mixtures (Baum et al., 2011). Therefore,
the retrieved values for 7 and R.g depend on the assumed habit mix and can vary
by as much as 50% (Kalesse et al., 2011), introducing uncertainties in the derived
absorption and radiative forcing of these clouds.

Mixed-phase clouds are composed of multiple layers with varying drop and
crystal sizes. Treating these clouds as liquid in satellite retrievals can result in an
underestimation of their absorption in the near-infrared wavelength range. Like-
wise, the vertical distribution of ice throughout the cloud can alter its reflectance
and absorptance considerably. Yoshida and Asano (2005) find that even for fixed
liquid water path (LWP) and ice water path (IWP), a varying vertical distribu-
tion of liquid/ice microphysics can result in up to 10% changes in 700-2500 nm
absorption.
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Ehrlich et al. (2008, 2009) used albedometer measurements of spectral re-
flectance and albedo of Arctic mixed-phase clouds during ASTAR (Arctic Study of
Tropospheric Aerosol, Clouds and Radiation, 2007) to explore the impact of vertical
structure on near-infrared ice indices. As shown by Pilewskie and Twomey (1987),
differences in the bulk absorption between ice and liquid water around 1600 nm
and 2000 nm can be exploited for cloud phase discrimination. For example, ice
absorption peaks near 1500 nm, while liquid water absorption reaches a maximum
near 1440 nm (Fig. 6.5(b)). Due to a water vapor absorption band that extends to
1550 nm, it is impractical to use these maxima for phase discrimination. Instead,
reflectance contrasts at longer wavelengths have been used (Knap et al., 2002;
Kokhanovsky et al., 2006). Comparing near-infrared and thermal infrared cloud
phase detection algorithms suggests that discrepancies between the two methods
depend on the choice of near-infrared wavelengths and cloud microphysics, as well
as the underlying surface (Chylek et al., 2006). Since the results of the near-infrared
retrieval depend on the choice of wavelengths, the need arose to examine ice and
water absorption spectrally. Ehrlich et al. (2008) introduced three ice indices; two
for the near-infrared and one for visible wavelengths. The first one, Ig, is based
on the spectral slope of cloud reflectance between 1550 nm and 1700 nm. Within
this wavelength range, the reflectance of pure ice or liquid clouds is fairly linear
(Fig. 6.5(a)), and the slope can be assigned by fitting a straight line to the measured
reflectance. The second index, Ip, is based on identifying the principal components
associated with cloud absorption between 1500 nm and 1800 nm. With Ip, the
pre-calculated spectral shape of ice and water cloud reflectance (using 50 combina-
tions of optical thickness and crystal/drop effective radii) is explicitly taken into
account, rather than assuming linearity. A third index, I, is a monochromatic
indicator of cloud phase, based on the differing anisotropy of ice and water cloud
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B6 show model results with different ice optical ratios from pure water to pure ice. The

line labeled Case E shows model results for a mixed-phase cloud, capped by an ice cloud.
(b) Spectrum of the imaginary part of the refractive index of ice and water.
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phase functions. It is defined as ratio of the reflectance to albedo at 645 nm. While
the reflectance is sensitive to the scattering phase function at a certain angle if
single scattering dominates, the albedo incorporates scattering contributions over
the entire hemisphere. The distinct angular patterns in ice crystal phase functions
were previously exploited by McFarlane et al. (2005) to retrieve crystal habit from
MISR (Multiangle Imaging SpectroRadiometer). Since photons from deeper cloud
layers are more likely to have experienced a higher order of scattering, the sensi-
tivity of the angular distribution of reflectance to crystal habit, and the sensitivity
of Ix to phase, are limited to conditions near cloud top.

For a specific case, Ehrlich et al. (2008) compared Ig, Ip, and Iy with in situ
phase measurements of a polar nephelometer (Gayet et al., 2007). The anisotropy
index, I, classified mixed-phase clouds as liquid when they were capped by a liquid
cloud layer. The other indices, Is and Ip, indicated higher ice concentrations than
suggested by the in situ measurements. To examine the effect of coexisting crystals
and water drops, Ehrlich et al. (2009) introduced the ice optical fraction, fi*, the
ratio of ice to total optical thickness, and compared modeled spectra with mea-
surements (Fig. 6.5(a)). With this approach, however, no single ice optical fraction
could reproduce the measurements consistently across the wavelength range from
1550 nm to 1700 nm. Applying the spectral vertical weighting functions by Platnick
(2000) for this specific case showed that the photon penetration depth correspond-
ing to 50% of the measured reflectance gradually increased from 160 m at 1500 nm
to 195 m at 1700 nm. Since the measured signal resembled the predicted reflectance
for a liquid water cloud at 1700 nm, but showed more similarity with an ice cloud
spectrum at shorter wavelengths, this suggested that adding an ice layer within the
cloud top layer could reconcile the model with the measurement. Indeed, only the
multi-layer cloud structure (solid black line in Fig. 6.5(a), labeled ‘Case E’) repro-
duced the observations (green line) across the wavelength range from 1550 nm to
1700 nm.

It should be noted that while the slope index Ig could be replaced by the re-
flectance contrast between two separate channels, the principal component index,
Ip, can only be derived from spectrally resolved observations. Since principal com-
ponent analysis bears similarity to spectral matching in differential optical absorp-
tion spectroscopy (Platt and Stutz, 2008), Ip could be regarded as one of the first
results of a newly emerging ‘cloud spectroscopy’, with the understanding that by
comparison with gas absorption lines, spectral changes of cloud parameters occur
more steadily since condensed-phase absorption spectra are continua. Also, due to
the spectral dependence of photon penetration depth, an extended spectral range
provides some insight into the vertical cloud structure. Therefore, profiling of the
first few hundred meters below cloud top could be regarded as a further application
of spectrally resolved observations in the future.

6.3.2 Cloud spectroscopy with transmitted radiance

As shown in Fig. 6.4 and discussed in Marshak et al. (2004), it is not straight-
forward to apply a reflectance-based cloud retrieval to transmittance observations.
For a given transmittance pair at a visible and a near-infrared wavelength, any ef-
fective radii in Fig. 6.4(b) could be retrieved if the radiometric uncertainty exceeds
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a certain threshold, with the exception of the optical thickness range from 15 to 40
where the transmittance values for different effective radii are fairly well separated.
The fundamental difference between cloud reflectance and transmittance originates
from the fact that for large optical thickness values, the transmittance is completely
attenuated while the reflectance approaches an asymptotic limit determined by sin-
gle scattering albedo or, equivalently, effective radius. Also, an increasing effective
radius usually leads to more pronounced forward scattering and smaller single scat-
tering albedo, both of which lower cloud reflectance, but have opposing effects in
transmitted radiance. Therefore, the size-related effects partially cancel each other
out in transmittance.

The problem is that nearly indistinguishable effective radii lines in Fig. 6.4(b)
translate into large uncertainties, too large to provide statistically significant cloud
retrievals from the ground. The solution comes from ‘cloud spectroscopy’ where
slowly changing cloud optical properties across a limited wavelength range are
exploited.

McBride et al. (2011) examined the slowly changing asymmetry parame-
ter (Fig. 6.6(a)) and single scattering albedo in water clouds around 1600 nm
(Fig. 6.6(b)). Plotted are the spectral shapes of asymmetry parameter and co-
albedo for 5 and 20 pm droplets, and for 20 pm ice crystals for comparison. The
latter are taken from Baum et al. (2011); smooth and severely roughened droxtals
are shown. As mentioned above, the water vapor band around 1400 nm reduces the
utility of this wavelength range for cloud retrievals. McBride et al. (2011) there-
fore used the wavelength range from 1565 nm to 1634 nm to fit a line to the
observed transmitted radiance, normalized by its value at 1565 nm. In this wave-
length range, the co-albedo has a distinct spectral slope, which results in a slope
in cloud transmittance. Figure 6.7 shows modeled cloud transmittance for a set
of optical thickness and effective radii, along with a typical boundary layer cloud
spectrum, measured by SWS at one of the ground sites of the Department of En-
ergy’s Atmospheric Radiation Measurement (ARM) program. With the exception
of 7 = 75, the effective radii from 5 (solid line) to 25 pm (dashed line) are fairly
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Fig. 6.6. Spectral shape of (a) asymmetry parameter and (b) single scattering co-albedo
(1 — single scattering albedo) for water droplets and ice crystals (from Baum et al., 2011).
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Fig. 6.7. Modeled cloud transmittance spectra, for different optical depths (increasing
shades of gray), for effective radii ranging from 5 (solid line) to 25 um (dashed line). The
red spectrum shows a typical measurement.

well separated by their transmittance. Note that in the visible wavelength range,
larger transmittance values are associated with larger effective radii due to more
pronounced forward scattering and negligible absorption at these wavelengths. At
near-infrared wavelengths, this behavior reverses, and larger effective radii are as-
sociated with lower transmittance values, because absorption outweighs forward
scattering. The crossover wavelength occurs between 1100 nm and 1400 nm.

In the new retrieval, the near-infrared transmittance value in the lookup table
is replaced with a spectral shape parameterization, the slope of transmittance in a
spectral sub-range. Figure 6.8(a) shows normalized transmittance spectra for two
optical thickness values. The error bars within the wavelength range from 1565 nm
to 1634 nm reflect 3% radiometric uncertainty. When fitting a line to the spectra,
the radiometric error propagates into the uncertainty of the slope. If the correlation
between the errors of neighboring wavelengths is large as in spectrometers, the slope
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Fig. 6.8. (a) Spectral cloud transmittance, normalized to its value at 1565 nm, for two
different effective radii and fixed optical depth. (b) Slope-Transmittance lookup table.
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error is smaller than it would be for uncorrelated errors as in filter-radiometers
(section 6.1). This is indicated by two sets of lines around the fitted line. The inner
(dashed lines) and outer envelopes (dotted lines) reflect the ranges of uncertainty
that result from correlated and uncorrelated errors, respectively. Nonlinearities of
the normalized radiance increase the error of the slope; the inner envelope would
be much closer to the fitted line if the radiance were a more linear function of
wavelength. It is important to note that the uncertainty of the slope also depends
on the spectral resolution of the spectrometer; an increase from 8 nm to 1 nm
spectral sampling decreases the slope error from 60% to 25% (uncorrelated errors)
and from 25% to 10% (correlated errors). These errors were obtained for the blue
spectrum in Fig. 6.8(a); larger slopes (red spectrum) result in smaller relative errors.
In the future, a principal component analysis index as discussed by Ehrlich et al.
(2009) could replace the slope and decrease the uncertainty by taking into account
the nonlinear spectral shape in the analyzed wavelength range.

The slope around 1565 nm, Sis65, replaces the transmittance at 1628 nm,
Ti62s, in Fig. 6.4(b), and a slope-transmittance grid is created with {S1565, T515}
(Fig. 6.8(b)), where the effective radii are better separated than in the transmitt-
ance—transmittance grid. Since the slopes are derived from normalized transmit-
tance, they are not affected by the radiometric calibration if instrument degrada-
tion changes the radiometric response of all wavelengths from 1565 nm to 1634 nm
equally. The algorithm has been applied to liquid-water clouds only. Ice clouds were
filtered out using the slope around 1680 nm which is close to zero for ice clouds
and negative for water clouds (see Fig. 6.6(b)).
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Fig. 6.9. Histograms of optical thickness and effective radius, obtained from the dual-
channel (standard) technique (shown in green) and from the new spectral technique
(shown in blue). The dashed histograms show the quality-filtered retrievals where only
data with an effective radius uncertainty below 2 pm is accepted as valid (dashed lines).
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The potential of this technique and new applications are under investigation. For
example, the sensitivity to cloud vertical structure and horizontal heterogeneities
has not been explored. One promising application is the implementation of addi-
tional spectral sub-ranges, for example, using {S1200, S1565, 52100 }-

The retrieval was tested with data from two field experiments: for ICEALOT
2008 (International Chemistry Experiment in the Arctic Lower Troposphere)
and CalNex 2010 (Research at the Nexus of Air Quality and Climate Change,
California), SSFR was mounted onboard research vessels during cruises across the
northern Atlantic and along the coast of California. In addition, data was collected
by SWS at the ARM ground site in Oklahoma. Figure 6.9 shows histograms of
optical thickness and effective radius from March 20, 2008. The effective radius
uncertainty of the dual-channel (standard) retrieval is substantially larger than for
the new spectral technique. The dashed histograms only include retrievals with
an effective radius absolute uncertainty below 2 um. Retrievals with higher uncer-
tainty are flagged as invalid. Using this quality filter, the standard retrieval does
not provide valid retrievals when the optical thickness decreases below 25, whereas
the new technique is sensitive to effective radius even for thin clouds. Figure 6.10
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Fig. 6.10. (a) Liquid water path retrieved from SSFR and from microwave radiometer
(MWR) onboard the Atlantis research vessel, from McBride et al. (2010). The gray-
shaded area marks a region with enhanced cloud heterogeneity. The error bars indicate
the uncertainty of both retrievals. The variability is not due to measurement noise, but
reflects natural cloud variability. (b) Optical thickness and (c) effective radius from SSFR
onboard the Atlantis research vessel, from GOES (courtesy of NASA LaRC), and from
reflectance-based retrievals (SSFR onboard NOAA P-3), from McBride et al. (2010).
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shows SSFR results from the CalNex cruise on May 16, 2010, in comparison with
(a) liquid water path retrievals from a microwave radiometer and (b, ¢) with cloud
retrievals from the GOES satellite (McBride et al., 2010). The liquid water path for
Fig. 6.10(a) was derived from effective radius and optical thickness using a formula
derived by Wood and Hartmann (2006) for adiabatic liquid water clouds:

LWP = g,m'rcﬁ-,

where p is the density of liquid water. This results in a slightly smaller liquid water
path than the more common formula 2/3p7r, which is based on a vertically ho-
mogeneous cloud. The shaded regions indicate times of enhanced cloud variability.
The red dots show albedo-based cloud retrievals from an airplane that overflew the
ship.

Marshak et al. (2009) and Chiu et al. (2009) analyzed the spectral signature of
SWS measurements in the transition zone between cloudy and cloud-free air, which
carry information about the aerosol loading, and thus, on the aerosol indirect effect.
They are developing a method to retrieve cloud properties under heterogeneous
conditions (Chiu et al., 2010).

In summary, the studies of Ehrlich et al. (2009) and McBride et al. (2010, 2011)
have shown that within the near-infrared wavelength range, the slowly changing
cloud optical properties can be exploited using spectroscopic methods. One virtue
of spectroscopy is that is can be applied to relative measurements, lessening the
dependence of derived parameters on instrument stability and radiometric accu-
racy. However, in order to fully utilize the potential of these methods for cloud
retrievals, a more rigorous assessment of errors is required. In the next section,
we introduce a formal approach for the analysis of information content and error
propagation.

6.3.3 Spectral information content and error analysis

Cloud retrieval error analysis usually relies on linear or Gaussian propagation
of measurement and model uncertainties into retrieved quantities. These simple
propagation formulae conceal some implicit assumptions, for example the corre-
lation between individual error sources, or the shape of the probability density
function (PDF) of input and output parameters.

In this section, we present an approach by Vukicevic et al. (2010), similar to
Bayesian estimation theory, that takes into account the nonlinear nature of errors
and can establish the Shannon information content (Shannon and Weaver, 1949) of
spectral measurements with respect to cloud parameters. The approach is unique in
that it can distinguish between systematic errors (such as radiometric uncertainty
and model input bias) and random errors (such as dark current fluctuations). It
treats the inverse problem of remote sensing in terms of probability density func-
tions of measured and retrieved quantities. Due to the nonlinear dependence of
cloud reflectance on optical thickness and effective radius, a Gaussian PDF of in-
put parameters will generally result in a non-Gaussian PDF of output parameters.
Therefore, standard error propagation formulae are inadequate.
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Using this approach, Vukicevic et al. (2010) characterized an SSFR cloud re-
trieval that are based on pre-computed radiative transfer tables. The retrieval
is a modification of a method proposed by Twomey and Cocks (1989) where
the measured values for reflectance or albedo, zy, at five different wavelengths
Ak = {515,745,1015,1240,1625 nm} are compared to a set of model results,
Yk (7, Regr ), and

5

2
=G ((5—k>2<xk - (k- P (2 ) )

k=1

is minimized with respect to 7 and Reg. The weights are based on physical ar-
guments (Coddington et al., 2010). The framework of Vukicevic et al. (2010) al-
lows to improve retrieval accuracy through determining the number, placement,
and weightings of retrieval wavelengths. Successively adding input at other wave-
lengths can be understood as a narrowing of the parameters’ PDF prior to and
after the addition of the wavelength to the set of observations. The retrieval error
is the width of the posterior PDF of the retrieved parameters. In the case of the
discrete wavelengths, Fig. 6.11 shows the narrowing of the PDF for the effective
radius and optical thickness, as well as the gain in information after each step, for
a cloud with 7 = 60 and Reg = 20 um. After adding albedo information at 745 nm
and 1015 nm, the PDF of R remains nearly flat. Only after adding albedo at
1250 nm and 1625 nm does the information content with respect to effective radius
(Fig. 6.11(c)) increase significantly. Perhaps unexpectedly, the accuracy of the opti-
cal thickness increases with the addition of each wavelength. Given the fact that the
entire reflectance or albedo spectrum can be predicted from just two wavelengths,
one might expect that adding more wavelengths is redundant and would not nar-
row the PDFs of the optical thickness. However, since each of the spectral albedo
measurements is associated with an error, accumulating several spectral reflectance
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Fig. 6.11. Adapted from Vukicevic et al. (2010): Posterior marginal PDFs of (a) ef-
fective radius and (b) optical thickness after adding information from five wavelengths
from an SSFR cloud observation. (¢) Wavelength-by-wavelength increase in the Shannon
information content with respect to effective radius and optical thickness.
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values with similar physical dependence on the cloud parameters gradually reduces
the random part of the error, and is perceived as a narrowing PDF. The systematic
error, on the other hand, can only be reduced by applying spectroscopic methods
as presented in section 6.2. Isolating random and systematic errors in a rigorous
way is crucial to evaluate the accuracy of new retrieval techniques, and thus to take
full advantage of spectral resolution in the future.

6.3.4 Aerosols above clouds

The presence of a homogeneous aerosol layer above a homogeneous cloud layer is
the simplest case of clouds and aerosols in close proximity. Haywood et al. (2004)
predicted that neglecting overlying absorbing aerosols in MODIS cloud retrievals
would lead to an underestimation in the retrieved effective radius. Coddington
et al. (2010) examined the impact of overlying aerosol on cloud retrievals using
aircraft measurements from INTEX-A (Intercontinental Chemical Transport Ex-
periment). During this experiment, the SSFR was mounted on one aircraft with
the Ames Airborne Sunphotometer (AATS-14: Russell et al., 1999) which provided
aerosol optical thickness above the flight level of the plane. They used the Twomey
and Cocks (1989) technique described above to retrieve cloud optical thickness
and effective radius from SSFR spectral albedo, with a flight geometry as shown
in Fig. 6.12. On the low-level leg (above the cloud but below the aerosol layer)
they obtained the actual cloud properties, as well as aerosol optical thickness from
AATS-14. On the high-level leg (above the cloud and aerosol layer) they retrieved
cloud properties in a similar way as they would be perceived from an instrument
like MODIS.
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Fig. 6.12. Flight leg geometry from INTEX-NA.
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Results showed that a low bias in effective radius was indeed possible when
ignoring the absorbing aerosol. The optical thickness was also slightly underesti-
mated. The decrease of spectral albedo due to a typical non-absorbing and absorb-
ing aerosol layer (from INTEX-A) above a cloud is shown in Fig. 6.13. While a
scattering aerosol layer does not change the cloud albedo, the absorbing aerosol
reduces it by almost 10% at 350 nm. Coddington et al. (2010) generated three
different lookup tables, specifically for this experiment. The first one was based
on a cloud without overlying aerosols (similar to the MODIS cloud retrieval); the
second and third one included an overlying non-absorbing (zo = 1.0) and partially
absorbing (w = 0.8) aerosol layer, with an optical thickness that incorporated typ-
ical measurements by AATS-14. Since the SSFR retrieval is based on five, rather
than two wavelengths, the retrieval residual (the difference between the measured
and best-fit modeled spectrum) carries some information about the adequacy of
a particular lookup table for the case under study. However, due to cloud het-
erogeneities, which also affect the spectral shape of the cloud albedo, it is quite
difficult to clearly discern the signal from the aerosols from the overwhelmingly
large signal of the underlying cloud. We will discuss this further in the context of
spectral consistency in section 6.5.
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Fig. 6.13. Percentage decrease in spectral cloud albedo due to an overlying aerosol layer
(from Coddington et al., 2010).

Vukicevic et al. (2010) represent the percentage change in spectral albedo due
to an overlying aerosol layer as a systematic error in the model PDF for four
different {7, Reg} pairs. The decrease in albedo (Fig. 6.13) caused a shift in the
2D representation of the marginal posterior (i.e., solution) PDF with respect to
the expected outcome if only a cloud were present (white dots in Fig. 6.14). For
optically thick clouds (Figs. 6.14(c) and 6.14(d)), an absorbing aerosol leads to an
underestimation of the optical thickness, but no underestimation of the effective
radius. However, the effective radius is overestimated for optically thin clouds. This
can be explained by the topology of the lookup tables with and without absorbing
aerosols. In the future, it may be possible to use the spectral fingerprint of absorbing
aerosols above a cloud layer (as shown in Fig. 6.14) to extract some information
about its properties from spectral albedo or reflectance.
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Fig. 6.14. From Vukicevic et al. (2010): Posterior PDFs of optical thickness and effective
radius. The true values are marked with a white dot. The shift in the PDF with respect
to the truth is due to the overlying absorbing aerosol layer, causing an albedo decrease as
shown in Fig. 6.13.

6.4 Constraining spectral aerosol radiative forcing

The direct measurement of radiative forcing is impossible since it would require si-
multaneous irradiance measurements in the presence and absence of a layer. Most
commonly, it is therefore inferred from the optical properties of a layer, using a
radiative transfer model. Deriving aerosol radiative forcing in this way is diffi-
cult because the input parameters (optical thickness, single scattering albedo and
asymmetry parameter) are afflicted with large uncertainties. For example, the in-
strumentation for measuring aerosol extinction, absorption, or scattering coefficient
in situ incurs errors due to spectral dependence (often, only three wavelengths are
available), inlet characteristics (large particle cut-offs), and desiccation (most inlets
remove ambient humidity). Measuring humidity growth factors allows corrections
for the latter, but cannot account for lost particles due to inlet aerodynamics. In
satellite retrievals, the only available aerosol parameter is often optical thickness (on
occasion, single scattering albedo). Assumptions in the radiative transfer models
(for example, about the aerosol scattering phase function or surface albedo) cause
uncertainties, not only in the aerosol retrieval but also when calculating irradiances.
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Closure of in situ measured aerosol properties with remote sensing products from
the ground (AERONET) or from satellite and aircraft is rarely achieved, because
of differing sampling volumes and times.

Although the forcing itself cannot be measured, it is possible to determine forc-
ing efficiency, the forcing normalized by the magnitude of the perturbing agent (in
this case, aerosol optical thickness), by underflying a gradient in optical thickness.
Redemann et al. (2006) define aerosol radiative forcing efficiency as the change in
net irradiance per change in optical thickness at a mid-visible wavelength (499 nm):
E)\ = dF)/dt499, and relative forcing efficiency as ey = EA/F/% x 100%, where F/\l is
the downwelling irradiance at the top of the layer. They used simultaneous optical
thickness measurements with the Ames Airborne Tracking Sunphotometer (AATS-
14: Russell et al., 1999) and irradiance measurements with SSFR, and derived E)
as the slope of the regression line between net irradiance and optical thickness.
The concept of forcing efficiency is useful because it provides a direct link between
aerosol remote sensing and radiative forcing. If the spectral forcing efficiency of a
certain aerosol type is known, the forcing can be obtained from satellite-derived
optical thickness, circumventing the assumptions in radiative transfer calculations.
The gradient method, however, has some limitations: if properties other than op-
tical thickness (for example, surface albedo, single scattering albedo, sun angle)
change during the gradient flight leg, those will affect the measured irradiance and
bias the forcing efficiency. Therefore, it can only be used over ocean where the sur-
face albedo is very homogeneous. Also, it does not work when gradients in optical
thickness are small.

Schmidt et al. (2010a) developed a new approach that can also be used over
land surfaces, and for homogeneous aerosol layers. It was adapted from a method
that was originally developed for deriving aerosol single scattering albedo from ab-
sorption measurements (Bergstrom et al., 2003). It uses upwelling and downwelling
irradiance measurements above and below an aerosol layer from SSFR, along with
AATS-14 optical thickness measurements. At the fourteen wavelengths of AATS-14
(ranging from 353 nm to 2139 nm), single scattering albedo, asymmetry parame-
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Fig. 6.15. Retrievals from SSFR and AATS-14 from MILAGRO, on March 13th, 2006. (a)
Single scattering albedo and optical thickness. (b) Asymmetry parameter and Angstrém
exponent (from Schmidt et al., 2010a).
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ter, and surface albedo are iteratively adjusted in a radiative transfer model until
the modeled irradiances match with the measurements. The measurements can be
obtained from aircraft spiral ascents and descents, from slant profiles, or from collo-
cated flight legs above and below a layer. Figure 6.15 shows the retrievals of single
scattering albedo and asymmetry parameter at 499 nm along collocated flight legs
over the Gulf of Mexico on March 13th, 2006, during the MILAGRO (Megacity
Initiative — Local and Global Research Observations) experiment (Molina et al.,
2010). At both ends of the legs, spirals through the layer were flown, and similar
values for w and ¢ as on the collocated legs were obtained. At a longitude of around
96.8°W, a cloud was encountered. These measurements were filtered out. Both the
Angstrom exponent from AATS-14 and the asymmetry parameter (Fig. 6.15(b))
carry information on particle size, and thus show similar trends along the leg. The
values of single scattering albedo, optical thickness, and asymmetry parameter dif-
fer on both sides of the cloud, indicating that two different air masses were sampled.
The uncertainty of the retrieved parameters increases for the lower optical thickness
values encountered to the east of the cloud.

The forcing efficiency is determined at the end of the iterative adjustment of the
single scattering albedo, asymmetry parameter, and surface albedo in the radia-
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Fig. 6.16. From Schmidt et al. (2010a): Single scattering albedo and asymmetry param-
eter for MILAGRO cases measured over ocean and land. Over land, results are given in
the context of various in situ measurements and remote-sensing results.



6 Airborne measurements of spectral shortwave radiation 261

tive transfer model. By design of the algorithm, it is consistent with the measured
irradiances, the local surface albedo, and the aerosol properties. Therefore, radia-
tive closure exercises are not required. In contrast to the gradient method, which
generally only provides the forcing efficiency at the bottom of the layer, the new
algorithm provides top-of-layer and bottom-of-layer forcing efficiencies, as well as
layer absorption.

Fig. 6.16 shows the spectra of single scattering albedo and asymmetry param-
eter for various cases over ocean (Gulf of Mexico) and land (Mexico City, and its
northern outskirts). The blue and green spectra in the left column (representing the
same case as shown in Fig. 6.15, at a longitude of 97.2°W — ‘West’, and 96.2°W
— ‘East’) differ from one another, providing further evidence of two different air
masses. Over land, the retrievals were compared with various in situ measure-
ments and remote sensing instruments on the ground (details in Schmidt et al.,
2010a). The range of single scattering albedo is quite large. Over land, it generally
increases from values as low as 0.6 at 500 nm near the sources (Mexico City, site
T0) to 0.80-0.90 further downstream of the city (sites T1 and T2). The range of
the asymmetry parameter is equally large (0.55-0.75 at 500 nm). It typically de-
creases with wavelength, but there is one exception (site TO, gray line) where it
increases. Mie calculations based on particle size distributions with a 0.2 ym and
0.5 pm mode (red and gray dash-dotted lines) reproduce both the typical and the
atypical spectral shape. Although the method by Bergstrom et al. (2003) keeps
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Fig. 6.17. From Russell et al. (2010): (a) Spectra of single scattering albedo from various
different experiments, based on Bergstrom et al. (2007). Orange and yellow show dust-
type aerosols, green a biomass plume, and black measurements from the US East Coast.
(b) The same data are shown as aerosol absorption optical depth. The spectral fits are
used to derive absorption Angstrém exponents for various aerosol types.
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the asymmetry parameter fixed at 0.75, the SSA values retrieved in this way for
MILAGRO, shown in Bergstrom et al. (2010), are similar to the ones in Schmidt
et al. (2010a). The reason is that absorbed irradiances (the basis for the Bergstrom
retrieval) are less sensitive to asymmetry parameter.

The spectral shape of the single scattering albedo can be used to categorize
the aerosol by type. Figure 6.17 shows a compilation (Russell et al., 2010) of (a)
single scattering albedo spectra and (b) absorption optical depth from various
experiments, based on Bergstrom et al. (2007), and provides some context for the
single scattering albedo values obtained from MILAGRO. The reddish-brown and
yellow spectra represent dust (increasing SSA with wavelength) from the Sahara
and from source regions in Asia, respectively. The green spectrum was obtained for
a biomass smoke plume in South Africa (SSA decreasing with wavelength). The
black spectrum shows measurements from the US East Coast. The SSA spectral
shapes measured during MILAGRO suggest dust as primary aerosol type; only
the spectrum measured over ocean on 10 March 2006 indicates a biomass plume.
Figure 6.17(b) shows that for all of the cases, an absorption Angstrom exponent
can be assigned to the absorption optical depths by fitting a line to the double
logarithmic plot of the absorption optical thickness to wavelength. This exponent
can be used to classify plumes by type. A more thorough discussion of classification
of various aerosol types by the spectral shape of SSA and Angstrém exponent can
be found in Bergstrom et al. (2010), and references therein.

Figure 6.18 shows the relative forcing efficiency for a selection of MILAGRO
measurements over land and ocean from Schmidt et al. (2010a). Top-of-layer (TOL)
and bottom-of-layer (BOL) spectra are marked as dotted and solid lines, respec-
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Fig. 6.18. Relative forcing efficiency spectra from INTEX-NA (Redemann et al., 2006,
gray lines) and MILAGRO (Schmidt et al., 2010a). All measurements were acquired over
ocean, except for the cases labeled “LAND” which indicate the typical range encountered
in the Mexico City area (green: strongly absorbing; red: aged aerosol layer).
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tively. The difference is related to the layer absorption; for a non-absorbing layer,
BOL and TOL forcing efficiencies would be identical. BOL results from Redemann
et al. (2006) are overlaid as thin gray lines. They were obtained using the gradient
method for INTEX-NA (Intercontinental Chemical Transport Experiment — North
America) off the US East Coast in 2004. The spectra from 13 March, 2006, ob-
tained from the new method are shown in blue. The results from the collocated
points above and below the layer (diamonds) and from the nearby spiral (circles)
agree with one another at all wavelengths. However, the spectrum derived from the
gradient method, shown in black, deviates from those results, because the aerosol
properties vary considerably throughout the leg.

The red and the green spectra show the forcing efficiency for two cases over land;
the green line represents a strongly absorbing aerosol near the sources, the red line
an aged airmass. The relative forcing efficiencies acquired over the ocean and over
land are quite similar, which is surprising because of the different surface albedo
spectra of ocean and land and because of the large range of the retrieved single
scattering albedos and asymmetry parameters. The BOL results from INTEX-NA
(Redemann et al., 2006) are similar to those found in MILAGRO. In most cases,
the BOL relative forcing efficiencies ranged from —40% to —10% (cooling), with
the lowest values occurring at the shortest wavelengths. The TOL values ranged
from —10% to +5% (weak cooling to warming).

In summary, aerosol radiative forcing can be constrained by airborne measure-
ments of the relative forcing efficiency. Despite the large ranges of surface albedo,
single scattering albedo and asymmetry parameter, the relative forcing efficiency
are remarkably similar. The spectral shape of single scattering albedo is indica-
tive of the aerosol type, while the asymmetry parameter and Angstrém exponent
provide information on the particle size distribution. The combination of irradi-
ance and optical thickness measurements on one aircraft is a way to obtain aerosol
optical properties, surface albedo, and forcing simultaneously, which are mutually
consistent — thus providing a strong measurement constraint on the aerosol direct
effect. The forcing efficiency establishes the link between single-wavelength satellite
retrievals of aerosol optical thickness and the spectral aerosol radiative effect. In
contrast to the gradient method by Redemann et al. (2006), the new algorithm can
also be used over land surfaces. However, the measurements are more difficult to
make because collocated flight legs above or below the layer, or spiral measurements
through the layer are required.

6.5 The spectral signature of heterogeneous clouds

As shown in the previous section, it is not straightforward to derive aerosol ra-
diative forcing from satellite observations, because of the spectral dependence of
optical thickness, single scattering albedo, and asymmetry parameter. In contrast,
shortwave radiative forcing and absorption of a single-layer homogeneous liquid
water cloud can be calculated from satellite-derived optical thickness and effective
radius retrievals, at least in principle. Such a cloud, however, is a construct of
models and rarely occurs in nature. Real clouds are spatially heterogeneous, which
causes numerous biases in remote sensing that have been discussed extensively in
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the literature during the past two decades (Davis and Marshak, 2010). Ice crystals
in clouds introduce another level of complication, and the general case of multi-
layer multi-phase heterogeneous clouds is nearly intractable. Deriving irradiances
and thus forcing and absorption from satellite observations of radiances is currently
accomplished by angular distribution models, which account for various different
cloud types in a statistical manner (Loeb et al., 2005). The accuracy of satellite-
derived cloud properties can only be assessed with aircraft observations since they
cover enough ground and provide enough statistics to directly compare cloud fields
from the perspective of an aircraft and an overflying satellite.

To date, mapping in situ microphysical measurements directly onto satellite
observations has been impossible for heterogeneous clouds because the sampling
volumes of in situ probes cannot acquire sufficient statistics to fully represent the
satellite field-of-view. A possible path for connecting detailed cloud microphysics
with radiation fields is the statistical, indirect, assessment of cloud scenes such
as those observed from aircraft using surrogate (Schmidt et al., 2007) or physical
3D-cloud generators (Schmidt et al., 2009; see section 6.6). A direct validation of
satellite products is possible with airborne remote sensing instruments if their fields-
of-view can be collocated in time and space with satellite pixels. NASA designated
several aircraft for the validation of their satellite fleet. The high-flying ER-2 is
equipped with instrumentation that matches remote sensors onboard NASA’s A-
Train polar-orbiting satellite constellation. The MODIS Airborne Simulator (MAS)
(King et al., 1996), for example, mimics the functionality of MODIS.
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Fig. 6.19. Comparison of MAS and SSFR retrievals of optical thickness and effective
radius for two cases from TC? : a heterogeneous cloud (a and b), and a homogeneous
cloud (¢ and d). The MAS retrievals are averaged within the half-power footprint of
SSFR (from Kindel et al., 2010a).
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During the TC* (Tropical Composition, Cloud and Climate Coupling) exper-
iment (Costa Rica, July/August 2007), the ER-2 was equipped with MAS and
the MODIS/ASTER (MASTER) airborne simulator (Hook et al., 2001), alongside
with SSFR. (section 6.2.2), Cloud Physics Lidar (CPL: McGill et al., 2004), Cloud
Radar System (CRS: Li et al., 2004), and other sensors. MAS and MASTER, for
example, were used for a validation of MODIS on the cloud product level (i.e.,
optical thickness and effective radius) (King et al., 2010), but not on the radiance
level because of incompatible viewing geometries of airborne and satellite imagery.
Unlike most other instruments onboard the ER-2, the SSFR irradiance measure-
ments have no space-borne counterpart. The original incentive for deploying SSFR
was to constrain the radiative energy budget of clouds. But SSFR was also used as
a remote-sensing instrument. In contrast to reflectance-based (radiance) retrieval
products, albedo-derived (irradiance) cloud optical thickness and effective radius
represent the hemispherically averaged cloud properties, which can be translated
directly into the cloud forcing and absorption, without resorting to angular distri-
bution models. Introducing budget-equivalent cloud properties thus bridges the gap
between energy budget and remote sensing. The question is whether retrievals from
irradiance and radiance (averaged over the lower hemisphere) are mutually consis-
tent. The case in Fig. 6.19 illustrates how SSFR and MAS retrievals compare in a
homogeneous (Figs. 6.19(c) and 6.19(d)) and a heterogeneous case (Figs. 6.19(a)
and 6.19(b)) from TC* (Kindel et al., 2010). The MAS optical thickness and ef-
fective radius were averaged within a circle of 13 km diameter. About 50% of the
measured upwelling irradiance originates from within this circle, the SSFR half-
power footprint. As expected, MAS and SSFR retrievals are close to one another
for homogeneous clouds. For heterogeneous scenes, however, SSFR optical thick-
ness (effective radius) values are always lower (higher) than those obtained from
MAS. One explanation is that SSFR incorporates the properties of the entire scene
beneath the aircraft, including any clear-sky areas, whereas MAS retrievals pertain
to cloud-pixels only. Clear-sky areas within the field of view of SSFR lower the
albedo below that of a cloud-only scene, lowering the hemispherical averaged opti-
cal thickness. At the same time, the larger absorption at near-infrared wavelengths
by the dark ocean leads to an erroneous increase in retrieved effective radius. The
difference between the MAS and SSFR perspective of the same cloud underlines
the difficulty of deriving the radiative energy budget from space. Considerable bi-
ases may arise when deriving the forcing and absorption from radiance-based cloud
retrievals. There is a possibility that the differences in MAS and SSFR retrievals
are caused by radiometric uncertainty. One way to mitigate this problem could be
the use of spectral slopes of normalized reflectance rather than reflectance itself in
future retrievals, as demonstrated by McBride et al. (2011) for transmittance-based
retrievals (section 6.3.2).

6.5.1 The spectral consistency approach

In order to rule out radiometric issues as cause for discrepancies, Kindel et al.
(2010) introduced a spectral self-consistency approach, in loose analogy with Baran
and Labonnote (2007). SSFR-retrieved cloud optical thickness and effective radius
(based on albedos at only two wavelengths, 870 nm and 1600 nm) were used to
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re-calculate the albedo spectrum across the entire wavelength range of SSFR. The
re-calculated spectrum was compared with the original SSFR spectrum that was
the basis for the retrieval. SSFR measurements are self-consistent with respect to
the retrieved cloud properties if no residuals occur between original and reproduced
spectrum. If residuals do occur anywhere across the spectrum, they indicate either
instrument issues, such as wavelength-dependent changes in the response function,
or the inadequacy of the underlying radiative transfer model that was used for the
retrievals and for recreating the cloud spectral albedo. For homogeneous ice clouds,
the only significant residuals between measured and reproduced spectra occur at
wavelengths between 1000 nm and 1300 nm. No such discrepancies were observed
for homogeneous water clouds (Kindel et al., 2011). This suggests that the library
of ice single scattering properties (the same one as used in MODIS collection 5
ice retrievals: Yang et al., 2007) may be spectrally inconsistent. Currently, a new
version of the single scattering libraries (Baum et al., 2011) are being analyzed.
Figure 6.20(a) shows the measured albedo above a thick heterogeneous ice cloud
(black line), and the reproduced albedo for {7, Reg} = {53.2,30 pm}, retrieved at
{870 nm, 1600 nm} (blue circles). Figure 6.20(b) shows the difference between
reproduced and measured albedo. The black lines show the range of the spectral
residual along an extended flight leg; the red symbols show the mean spectral
residual. While the residuals between 1000 nm and 1300 nm can be attributed to
the ice crystal scattering library, the effects between 400 nm and 1000 nm (not
observed above homogeneous clouds) point to cloud heterogeneities as possible
cause. This was corroborated by the spatial variability in the MAS imagery. Since
the plane-parallel albedo bias leads to a constant offset across the conservative
scattering wavelengths, the albedo at 870 nm should be affected in the same way
as 500 nm, and the spectral residual should be identical to zero in this range. Any
departure from this behavior indicates that cloud heterogeneities have an effect that
is mot spectrally neutral. When retrieving optical thickness and effective radius of
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Fig. 6.20. (a) Measured and modeled albedo for a heterogeneous cloud case from Kindel
et al. (2010a), (b) spectral residuals (difference between modeled and measured albedo)
for individual points along the leg (black) and averaged over the leg (red).
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a cloud with large sub-pixel variability, the equivalent homogeneous cloud optical
thickness and effective radius does not have the same spectral properties as the
heterogeneous clouds, and those two parameters alone are not sufficient to fully
characterize the radiative effect of the cloud. Although these effects were found in
irradiance measurements, a similar effect is expected in satellite observations since
the pixel size of the imagers is comparable to the half-power footprint of SSFR. In
future experiments, the reflectance from space-borne or airborne cloud observations
should be analyzed with respect to their spectral consistency.

The spectral signature of heterogeneous clouds is probably related to a combina-
tion of horizontal photon transport, molecular scattering, and surface reflectance,
and their different spectral dependencies. This can be explored only by looking at
the cloud scenes in detail, using a 3D radiative transfer model (next section).

6.5.2 Observing and modeling 3D cloud effects — apparent absorption

To understand the spectral signature of heterogeneous clouds, one can use fields of
optical thickness and effective radius as retrieved from MAS as input to 3D radia-
tive transfer calculations and compare modeled and measured spectral irradiance
point-by-point along the flight track. In this way, the combined effects of horizon-
tal photon transport, interactions with the surface, and molecular scattering are
taken into account, as long as the model cloud properly represents the true cloud
structure.

An advantage of TC* was the occurrence of closely collocated flight legs be-
tween the ER-2 and the NASA /University of North Dakota DC-8, which was also
equipped with an SSFR. The coordination was possible through the NASA Real
Time Mission Monitor (RTMM), which allows real-time display of all flight tracks
at mission control on the ground, as well as a direct downlink of in-flight data.
Using this information, the ground crew could direct pilots to target regions of
interest while keeping aircraft in close proximity. During TC*, it was possible to
align DC-8 and ER-2 along the same ground track over hundreds of kilometers
with a temporal separation of less than two minutes.

With the ER-2 flying above and the DC-8 flying below a cloud layer, it was
possible to simultaneously measure spectral irradiance above and below hetero-
geneous cloud fields while obtaining the horizontal structure of cloud parameters
from MAS onboard the ER-2. In addition, CRS and CPL retrieved the vertical
distribution along the nadir track of the ER-2. Figure 6.21 shows the ER-2 mea-
surements of (a) MAS horizontal distribution of optical thickness, (b) CRS radar
reflectivity as a cross-section through the cloud, and (¢) SSFR spectral albedo
along a flight track on July 17, 2007 (Schmidt et al., 2010b). In this case, the flight
track was nearly 200 km long. The flight track of the DC-8 underneath the ER-2
is shown as a dotted line in the center of the MAS swath, and at just above 8 km
within the CRS reflectivity profile. The cloud field was very complex, with the
optical thickness ranging from zero (white areas in Fig. 6.21(a)) to 100 (saturation
value for MAS, black areas). In addition to the outflow of a convective cell between
6 and 12 km altitude, scattered boundary layer clouds were present at an altitude of
2 km.

In this extremely heterogeneous cloud scene it is expected that, at least in some
locations, the net horizontal photon transport will be non-zero. The combination of
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Fig. 6.21. Heterogeneous cloud case from TC* (July 17, 2007). (a) MAS optical thickness,
(b) CRS radar reflectivity; (¢) SSFR spectral cloud albedo (from Schmidt et al., 2010b).
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Fig. 6.22. Modeled and measured apparent absorption (or vertical net irradiance differ-
ence, AFy) along the flight leg shown in Figure 6.21, for 500 nm (a) and 1600 nm (b).
The red line in (a) is the MAS optical thickness, averaged over the half-power footprint of
SSFR. Measurement uncertainties are indicated as black bars. In (b), the green symbols
show the modeled true absorption, obtained from the independent pixel approximation
(IPA).

SSFR onboard the ER-2 and the DC-8 allowed to characterize net horizontal photon
transport spectrally from the difference between top-of-cloud and bottom-of-cloud
spectral net irradiance. This is called apparent absorption because it is equivalent to
true absorption only when the horizontal divergence in the sampling volume is zero.
Not only can it be non-zero, but of either sign, meaning apparent emission is also
possible when net horizontal photon transport is neglected. Some studies defined
apparent absorption without true absorption. Here, apparent absorption comprises
true (physical) absorption of solar radiation within a particular sampling volume,
and the net photon transport through the sides of this volume. In the absence of
physical absorbers positive (negative) apparent absorption is entirely caused by
photon loss (gain) through the sampling volume sides.
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Figure 6.22 shows the measured and modeled apparent absorption derived from
the vertical net irradiance difference, AFy, along the flight track from Fig. 6.21, at
a conservative scattering wavelength (500 nm, Fig. 6.22(a)), and at a wavelength
with non-zero physical absorption (1600 nm, Fig. 6.22(b)). Measurements (black
symbols) are shown with error bars. For 500 nm, they reach up to 100% of the
value of the absorbed irradiance because AFy is the small difference of two large
quantities. The modeled apparent absorption (blue symbols) traces the time series
along the leg quite reliably, although averaged over the entire leg, the modeled
values are biased low with respect to the measurements (about 0.1 W m~2 nm™1!).
It should be pointed out that the vertical structure of the model cloud has a bearing
on the agreement between measurements and model, since the DC-8 flew partially
within, not below the cloud. Therefore, it was essential to use the CRS profile for
vertically distributing the liquid cloud water for each MAS pixel below the airplane.
For off-nadir pixels of MAS, where CRS was not available, the same profile was
used, but shifted up or down to align the CRS cloud top from nadir observations
with the off-nadir cloud top retrieved by MAS. As shown in Fig. 6.21(b), the
MAS-retrieved cloud top height along nadir (black lines) reproduces the cloud top
variation observed by CRS. At 1600 nm, the model-measurement agreement is
much better because true absorption far outweighs horizontal photon transport.
Also, the horizontal distances over which photons are transported are shorter in
presence of absorption (Platnick, 2001).

Figure 6.22 illustrates the difficulties of cloud absorption measurements and
supports the statement by Marshak et al. (1999), that it is nearly impossible to
‘harvest’ true cloud absorption from aircraft measurements even if two aircraft are
perfectly aligned in time and space, let alone from a single aircraft measurements
that flies legs above and below a dynamically changing cloud field. When flying
broadband radiometers rather than spectrometers, horizontal photon transport can
dominate over true absorption in the spectrally integrated signal. This is immedi-
ately obvious in Fig. 6.22 where the apparent absorption at 500 nm and 1600 nm
are comparable in magnitude. The literature suggests two methods to extract true
absorption data from such measurements: (1) grand averaging over legs that are
long enough to ensure that net horizontal transport converges to zero over the ex-
tended sampling volume; (2) using apparent absorption at a visible wavelength to
identify where the apparent absorption vanishes, and correct all wavelengths for
net horizontal photon transport under the assumption that it is spectrally neutral
(Ackerman and Cox, 1981). Grand averaging may be problematic, given the bias
between measurements and model in Fig. 6.22(a): While modeled domain-averaged
apparent absorption at 500 nm is identical to zero, due to energy conservation and
periodic boundary conditions in the 3D model, this constraint does not apply to the
measurements, and convergence to zero horizontal transport cannot be guaranteed.
As seen in Fig. 6.22(a), photon loss areas (positive apparent absorption) are loosely
correlated with the cloud optical thickness (red line). At visible wavelengths, areas
with high optical thickness lose photons to optically thinner areas over scales on
the order of tens of kilometers. This net photon transport can even occur across
the boundaries set by the model. A net photon export beyond the MAS swath, into
optically thin or clear-sky areas, would lead to an overall positive bias in apparent
absorption, even when averaging over nearly 200-km flight legs.
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The filtering technique by Ackerman and Cox (1981) may be equally prob-
lematic, as illustrated in Fig. 6.23 where the apparent absorption is shown as a
function of wavelength, at two locations along the flight leg. In this case, the ap-
parent absorption was normalized by the incident irradiance on top of the layer and
displayed in percent absorptance. The measured spectra (red and blue lines) have
a distinct spectral shape, with increasing values throughout the visible. Even if the
apparent absorption equals zero at some visible wavelengths (for example, around
420 nm for the red spectrum), this does not guarantee that the apparent absorption
vanishes throughout the visible wavelength range. The unusual spectral shape of
apparent absorption is reproduced in part by the 3D model (full circles), within the
measurement uncertainty. The domain-averaged true absorption is obtained from
the independent pixel approximation (IPA, dashed line) where horizontal photon
transport is disabled in the radiative transfer model. The leg-averaged apparent
absorption (black line) is close to true absorption in the near-infrared but dis-
agrees up to 10% at conservative scattering wavelengths. Integrated over the SSFR
wavelength range, the measured apparent absorption is 85% higher than the true
absorption. The spectral shape of the absorptance mirrors that of the measured
albedo from Fig. 6.23(a), which indicates that the deviations of the spectral albedo
from 1D model calculations can, in part, also be ascribed to net horizontal pho-
ton transport. A full explanation for the peculiar spectral shape of albedo and
absorptance is still missing. Preliminary calculations indicate that spherical effects
cannot explain the spectral shape (Kokhanovsky, private communication). Further
measurements in heterogeneous cloud scenes, along with 3D radiative transfer cal-
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Fig. 6.23. Measured and modeled spectral absorptance for two different times along the
flight leg. The thick black line shows the measured apparent absorption, averaged over
the entire leg. The dotted black line shows the domain-averaged modeled true absorption
(calculated with IPA).
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Fig. 6.24. Measured and modeled spectral absorptance of two water cloud layers from
TC* (a: July 29, 2007; b: August 6, 2007). The gray shaded area represents the mean
measured spectrum =+ standard deviation, the black line shows the modeled absorptance
spectrum. Values above 30% absorptance (mainly water vapor absorption) are cut off.

culations, provide a path towards broader understanding of 3D effects, and their
unique spectral signatures can be used to identify the source of anomalies.

6.5.3 Attributing cloud absorption to causes

A goal of cloud irradiance measurements is to constrain forcing and absorption, and
to determine the role of various contributors such as water vapor and condensed
water to the total forcing or absorption. But given the difficulties outlined above, is
it possible to extract this information from the measurements with any reasonable
certainty? Judging from Fig. 6.22(a), only a handful of data points along a 200 km
leg would satisfy the filter criterion suggested by Ackerman and Cox (1981), while
the leg-average would lead to an overestimation of true absorption. If the interest
lies in the true absorption of a cloud field as a whole, rather than in characterizing
the radiative effects at each point, the data recovery can be increased with a random
sampling technique by Kindel et al. (2011), inspired by Marshak et al. (1999). For
homogeneous boundary layer clouds, which are much more amenable to absorption
measurements than the highly heterogeneous ice clouds from the previous section,
above- and below-cloud measurements were paired on the basis of their 500 nm net
irradiance. This technique works for collocated measurements from two aircraft, as
well as for one-aircraft sequential measurements above and below a layer. In either
case, the spatial structure is re-sorted by imposing a match in the spectrum at
500 nm, rather than by location. True absorption of the cloud layer is estimated
from the mean difference of all the matching net irradiance pairs on top and at
the bottom of the layer. With this randomized sampling, a considerable amount of
spectra can be identified for further analysis.

Fig. 6.24 shows the range of measured cloud absorption (gray shaded area) for
two water cloud cases during TC#, as obtained from the randomized sampling tech-
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nique. From the collection of the associated top-of-cloud albedo spectra, an optical
thickness and effective radius can be derived in the same way as in section 6.5.1,
and the expected spectral absorptance can be re-calculated with a 1D model (black
line). In the case of Fig. 6.24(a) (7 = 26, Reg = 11 pm), the modeled absorptance
reproduced the measurement results across the entire SSFR wavelength range, out-
side of the water vapor bands. In the case of Fig. 6.24(b) (7 = 7, Reg = 20 pm), the
measured absorptance in the visible had a similar shape as observed in Fig. 6.23,
whereas the model showed no absorption. The case shown in Fig. 6.24(b) shows
a higher degree of spatial heterogeneity (higher optical thickness and absorptance
standard deviation), although to a much lesser degree than the ice cloud in sec-
tion 6.5.2. Regardless of the sampling approach (point-by-point, as in the previous
section, or randomized), a spectrally increasing absorptance appears to be an indi-
cator of cloud heterogeneity. Absorbing aerosols within or above the cloud, on the
other hand, would lead to a spectrally decreasing positive absorptance, and can be
clearly separated from heterogeneity effects. By restricting analysis to cases with
a spectrally flat absorptance, the confounding effects of horizontal photon trans-
port can be minimized, and the total amount of true absorption to liquid water
(ice) absorption, gas absorption can be attributed by decomposing the absorption
spectrum into its constituents.

This is done in Fig. 6.25. The spectrum of absorbed irradiance is shown in
Fig. 6.25(a), identical to Fig. 6.24(a) without normalization by the incident irradi-
ance. The spectrally integrated absorbed irradiance of the cloud is 100.4 W m~2.
Figure 6.25(b) shows the gas absorption spectrum obtained by switching off the
cloud in the radiative transfer model. Water vapor dominates the gas absorption
by far and it varies more than any other absorbing species in this spectral range.
Figure 6.25(c) shows the enhancement of gas absorption due to cloud multiple
scattering. It is obtained by switching off cloud absorption and switching on cloud
scattering in the model, and subtracting the clear-sky gas absorption spectrum
from the result. Finally, the cloud particle absorption (Fig. 6.25(d)) is obtained by
subtracting gas absorption (Fig. 6.25(b)) and multiple-scattering gas absorption
enhancement (Fig. 6.25(c)) from the total absorption spectrum (Fig. 6.25(a)).

Together, the clear-sky gas absorption (58.7 W m~?2) and the multiple-scattering
enhancement of the gas absorption (16.4 W m~2) account for 75% of the total
absorption (Fig. 6.26). The absorption by cloud droplets (25.2 W m~2, 25%) is
only 50% larger than the enhanced gas absorption. In ice clouds, the partitioning of
absorption would look quite different because the water vapor concentration is lower
at ice cloud altitudes, and because the absorption maxima of ice are displaced with
respect to those of water vapor — far more than those of liquid water, which have
significant regions of overlap with vapor absorption bands. Constraining modeling
attribution studies with observations can only be achieved with spectrally resolved
measurements as presented in Kindel et al. (2011).
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Fig. 6.25. Absorbed irradiance spectrum from July 29, 2007, into its constituents: (a)
total, (b) clear-sky, (c) enhanced gas absorption through multiple scattering, and (d)
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Fig. 6.26. Fractional absorption for the case from Fig. 6.25.
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6.6 Heterogeneous clouds and aerosols

Aerosols in close proximity to homogeneous or heterogeneous clouds represent a
great challenge to space-borne remote sensing. To date, passive imagery cannot
detect aerosols when clouds are present in the same pixel or within a distance of
tens of kilometers. Non-absorbing aerosol particles above a homogeneous cloud can
often be neglected for the reflectance and the radiative forcing of the combined
aerosol—cloud layer. In contrast, an undetected absorbing aerosol may bias the
retrieval of an underlying cloud layer (Haywood et al., 2004; Coddington et al.,
2010) and alter its radiative forcing. Polarimetry from space improves the retrieval
of aerosol properties above homogeneous clouds. However, as demonstrated by
the measurement examples in the previous section, heterogeneous clouds introduce
various spectral effects that are problematic for passive imagery, with or without
polarimetric capabilities. The reason is that the signatures of heterogeneous clouds
are not spectrally neutral and change the background signal of the atmosphere in
which the aerosol is embedded. Therefore, even distant clouds (tens of kilometers
away) can bias aerosol retrievals (Wen et al., 2007; Marshak et al., 2008). In some
cases, clouds are too small to be detected with imagery (Koren et al., 2008), and
cannot be distinguished from the surrounding aerosols. Therefore, some studies
have suggested dropping the separation between clouds and aerosol altogether,
and to regard them as an entity (Koren et al., 2007; Charlson et al., 2007). Such a
cloud—aerosol continuum can be distinctively diverse from the clouds or the aerosol
layer by themselves. For example, the radiative properties of polluted scattered
boundary layer clouds as shown in Fig. 6.27a cannot be reproduced by summing
up the properties of the heterogeneous cloud field and the aerosol layer in which
it is embedded: if peq = {7c1d, Reft, ¢} represents the cloud properties with optical
thickness, effective drop radius, and cloud fraction; and pae; = {Taer, @, @acers Jacr }
the aerosol properties with optical thickness, Angstrom parameter, single scattering
albedo, and asymmetry parameter, the spectral forcing f({pcid, Pacr}) is generally
not equal to fx(pad) + fx(Paer). The same applies for reflectance, absorptance, and
transmittance.

(a) (b)

Fig. 6.27. Polluted (a) and clean (b) broken cloud scene during GoMACCS (photographs
taken from the CIRPAS Twin Otter, courtesy Armin Sorooshian).
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How can the combined forcing of heterogeneous clouds and aerosols be mea-
sured? In principle, aircraft observations suffer from the same limitations as encoun-
tered for homogeneous aerosol layers (section 6.4) since forcing, unlike irradiances,
cannot be measured directly. To solve this problem, a combination of measure-
ments and model calculations is used. Spectral irradiance above and below a layer
is measured along with cloud and aerosol properties, such as profiles of liquid water
content, droplet effective radius, aerosol size distribution, single scattering albedo,
extinction, or optical thickness. The forcing above and below the layer can then
be obtained from the difference between the measured net irradiances in presence
of the cloud-aerosol layer, and the calculated clear-sky net irradiances. Calculat-
ing the clear-sky irradiances also requires an independent measurement of surface
albedo. The difficulty is to link the measured cloud—aerosol properties with the irra-
diances and thus the forcing at each location across the domain. For heterogeneous
clouds, this causes problems at three levels. (1) In most experiments, cloud—aerosol
properties and irradiances above and below the layer cannot be measured at the
same time and have to be sampled sequentially with a single aircraft. Since the
layer properties change in space and time, it is virtually impossible to map ob-
served irradiances directly to the associated cloud properties. (2) Even for ideal
conditions such as during TC?* (collocated irradiance measurements above and be-
low a layer, combined with cloud imagery), horizontal photon transport can bias
the observed irradiances, and thus obfuscate the relationship between cloud and
aerosol properties on the one hand, and absorption or forcing on the other. (3)
When extrapolating from small-scale aircraft measurements to large-scale satellite
observations, it is necessary to sample the cloud structure across the entire satellite
pixel. In order to eliminate heterogeneity-related biases, one-point and two-point
statistics are required.

Rather than relating cloud properties and irradiance fields directly, Schmidt et
al. (2007) employed an indirect statistical approach: microphysical measurements
of liquid water content and effective radius from in-cloud horizontal flight legs and
ascents or descents through the layer were used as input to cloud generators, which
reproduced the 3D distribution of cloud microphysics. Subsequently, a 3D radiative
transfer model was used to calculate spectral irradiances from the 3D cloud fields,
which were compared with aircraft measurements through histograms (one-point
statistics) and power spectra (two-point statistics). If those two matched, the mea-
sured irradiance fields were consistent with the microphysical measurements, and
the regenerated 3D cloud field could be used to infer quantities that could not
be measured directly, such as the forcing, absorption, irradiance or radiance at a
specific location, or for the domain as a whole. The thus-derived quantities can be
regarded as measurement-validated model results, in a statistical sense.

Fig. 6.28(a) shows a cloud field that was reproduced by the Iterative Amplitude
Adapted Fourier Transform Algorithm (IAAFT: Venema et al., 2006), for a case
encountered on September 14, 2002, during the INSPECTRO experiment (Influ-
ence of Clouds on the Spectral Actinic Flux in the Lower Troposphere: Kylling et
al., 2005). TAAFT used microphysical cloud data along three flight legs (marked
in blue) and a vertical profile to create surrogate clouds with the same probability
density functions and power spectra as the input. On the flight legs the algorithm
was nudged to match the measurements exactly. Figure 6.28(b) shows the his-
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Fig. 6.28. Adapted from Schmidt et al. (2007): (a) Liquid Water Path (LWP) of a stra-
tocumulus scene generated by TAAFT for INSPECTRO flight on September 14, 2002.
The blue lines show the in-cloud flight legs. (b) Below-cloud downwelling irradiance mea-
surements (gray) and model results (red) at 500 nm as histograms.

tograms of measured (gray) and modeled (red) downwelling irradiance (at 500 nm)
below the cloud field. In this case, it is possible to use the domain-averaged cloud
properties in a 1D model to reproduce the mean value of the transmitted irradi-
ance. Both 3D and TPA calculations reproduced mean values and variability. The
difference between full 3D calculations and the independent pixel approximation
becomes obvious in Fig. 6.29(a) where power spectra of the transmitted irradiance
along below-cloud legs are shown. While the IPA calculations (dash-dotted line)
trace the —5/3 power law, which originates in the underlying LWP cloud field,
geometric smoothing leads to a variance reduction in the 3D modeled irradiance
fields for scales below about 5 km (solid line). This scale break also occurs in the
measurements. At scales below 1.6 km, the limited number of photons used in the
Monte Carlo simulations leads to white photon noise which can be suppressed by
increasing the number of photons in the model runs. Measurement noise sets in
at scales around 0.5 km. Figure 6.29(b) shows the downwelling irradiance below
a broken cloud field. In this case, 1D calculations become meaningless, and the
independent pixel approximation fails to reproduce the measurements. It predicts
the location of the clear-sky mode at 0.8 W m~2 nm™!, which is lower than in
the measurements because the effects of cloud focusing are neglected. The cloud-
transmittance mode at 0.3 W m~2 nm™! is not reproduced at all. The areas under
the cloud-transmittance and the clear-sky modes are similar in model and measure-
ments, which shows that the cloud cover is correctly reproduced by TAAFT. Even
if this were not the case, the matching locations of modeled and measured clear-sky
and cloud-transmittance modes give confidence in the statistical approach.

One of the 3D effects in broken clouds demonstrated in Fig. 6.29(b) is the
enhancement of downwelling irradiance in cloud gaps. When broken clouds are
embedded in an aerosol layer, these 3D effects are superimposed by aerosol scat-
tering and absorption. This was studied by Schmidt et al. (2009) for a case from
GoMACCS (Gulf of Mexico Atmospheric Composition and Climate Study), which
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Fig. 6.29. (a) Power spectrum along a below-cloud flight leg (gray) and across the model
domain (red), for the overcast case from Fig. 6.28. (b) Histogram of downwelling irradiance
below a broken cloud field, measured on September 22, 2002.

targeted convective boundary layer clouds in the polluted, urban-industrial region
around Houston (Lu et al., 2008). They used Large Eddy Simulations (LES: Jiang
and Feingold, 2006) to create cloud fields, which were validated against airborne
cloud microphysical measurements (Jiang et al., 2008). The LES input included
profiles of rawinsondes and aircraft measurements of aerosol properties. The LES
cloud—aerosol fields were used to calculate irradiance fields with MYSTIC (sec-
tion 6.2.4) with some additional input such as spectral surface albedo. Figure 6.30
shows a comparison of measured and modeled downwelling irradiance at 500 nm
below a cloud—aerosol field from August 15, 2006, which looks quite similar to the
case shown in Fig. 6.29(b). In this case, the area under the cloud-transmittance
mode (labeled “CLD”) and the clear-sky mode (labeled “GAP”) is not reproduced
by the calculations. This indicates a slight underestimation of the cloud fraction
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Fig. 6.30. Measured (gray) and modeled downward irradiance (at 500 nm) below polluted
broken boundary layer clouds from August 15, 2006, separated into cloud-transmittance
(“CLD”) and clear-sky (direct beam, “GAP”) modes. For the cloud—-aerosol runs (black
PDF), single scattering albedo was 0.8 (0.7 for the red PDF), and surface albedo 0.1
(0.035 for the green PDF).
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by the LES, which did not account for cloud advection into the model domain.
Nevertheless, the location of the modes leads to the following conclusions: (1) In
the main model run (black PDF), the full aerosol-cloud field was used in the cal-
culations, with a fixed single scattering albedo of 0.8 (based on AERONET during
closest clear-sky event), and a surface albedo of 0.035 (obtained from SSFR mea-
surements on a different day). It reproduces the irradiance measurements for both
modes; the secondary clear-sky mode at 1.8 W m~2 nm ™! is due to a large cloud
edge effect. (2) For an aerosol-free ‘clean’ run (blue PDF), the clear-sky mode
was biased high with respect to the measurements, and the cloud-transmittance
mode was biased low. In cloud gaps, the aerosol scatters radiation out of the direct
beam and thus decreases the clear-sky downward irradiance. At the same time, the
shadow regions receive additional diffuse radiation, and the cloud-transmittance
mode shifts to higher values. The model reproduces the measurements only if the
aerosol between the broken clouds is included in the calculations. (3) Increasing
the aerosol absorption (red PDF: single scattering albedo decreased to 0.7) leads
to decreased irradiance in both modes, and does not reproduce the measurements.
(4) A change in surface albedo beyond the measured value slightly increases the
downward irradiance below clouds (due to increased reflection from the cloud bot-
tom). Changes in the aerosol properties lead to deviations of the model results from
the measurements. This was shown here for single scattering albedo, but there is
also sensitivity to optical thickness and asymmetry parameter.

Figure 6.31 shows the location of the two modes from Fig. 6.30 as a function of
wavelength. Across the entire visible wavelength range, the measured downward ir-
radiance underneath the clouds (red spectrum) was only reproduced when including
aerosols in the model runs (red full circles); otherwise, it was underestimated (red
open circles). This was similar for the irradiance under cloud gaps (blue spectra),
where cloud-only runs were higher than measured. Above 800 nm, the 3D effects
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Fig. 6.31. Location of the modes from Fig. 6.30 as a function of wavelength. The blue
(red) spectrum shows the measurements in cloud gaps (below clouds); the symbols show
the 3D calculations with (full circles) and without aerosols (open circles). The green
spectrum shows a 1D calculation under clear-sky conditions (no clouds or aerosols).
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lead to an enhancement of downward irradiance in cloud gaps. This can be seen
when comparing a clear-sky model run (green spectrum) with the measurements
in cloud gaps (blue spectrum). Below 700 nm, the aerosol counteracts the 3D en-
hancement of downward irradiance and decreases it below its clear-sky value. Both
effects combined lead to a unique spectral signature of the cloud—aerosol layer. In
the shadow zone (red spectra), the aerosol has an effect in the opposite direction,
compared to the sunlit areas (blue spectra). The contrasting effects of the aerosol
in shadow and sunlit areas, as well as the spectral shape of combined 3D and
aerosol effects in the sunlit areas may be the starting point for a retrieval of aerosol
properties between clouds.

Although the forcing cannot be measured directly, it is possible to measure
the apparent forcing in broken cloud fields as defined by Schmidt et al. (2009), by
making the following replacements: in the definition of the forcing, the perturbed
net irradiance, Fq, is replaced by cFerp + (1 — ¢)Fgap, where ¢ is the cloud
fraction, Forp is the net irradiance measured underneath the clouds, and Fgap is
the measured net irradiance in cloud gaps:

Faa = Faear _ c¢Fowp + (1 = ¢)Foap — Faar _ japp

frcl = fal) rel

Féap

In the above formula, the forcing is defined relative to the incident irradiance
on top of the cloud layer, which is replaced by Fé ap- Foup and Fgap can be
derived from the histograms of measured net irradiance; the cloud fraction ¢ can
be inferred from the area under the clear-sky mode divided by the total area.
The apparent forcing is equal to the true forcing if no 3D effects occur, and in
absence of aerosols. The difference between true forcing and apparent forcing is
illustrated in Fig. 6.32. The true bottom-of-layer cloud forcing (open red circles)
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Fig. 6.32. Measured apparent forcing (black spectrum), and model results (black circles).

The true forcing of the cloud—aerosol layer (red full circles) or the forcing of the cloud
layer (red open circles) can only be modeled.
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is only about —2% above 800 nm, and —5% below 600 nm. The contrast between
these two different wavelength regimes is due to the shape of the surface albedo,
which increases between 600 and 800 nm. The combined cloud—aerosol forcing
(red closed circles) deviates considerably from the forcing of the cloud layer alone,
especially at short wavelengths where the aerosol is optically thick. In this case, the
aerosol increases the absorption by about 20%, from 129 W m~2 to 158 W m~2.
The spectral shape of the apparent forcing is substantially different from the true
forcing, due to 3D effects acting at all wavelengths, and aerosol scattering and
absorption counteracting the 3D effects at short wavelengths. It is obvious that
the apparent absorption cannot be used as a proxy for the true absorption. But
since it can directly be derived from measurements, unlike true forcing, it provides
the link between model and observations. In this sense, the true absorption of the
cloud—aerosol layer can be regarded as a measurement-validated product.

6.7 Summary

Throughout the previous sections, we have illustrated the value of spectrally-
resolved observations for cloud—aerosol research. We demonstrated with airborne
irradiance measurements and model calculations that cloud variability and spec-
tral cloud properties are closely related. Generally, the signature from heteroge-
neous clouds is different from their homogeneous counterparts. This means that
the two parameters optical thickness and effective radius, retrieved from current
dual-channel techniques, do not reproduce the spectral albedo of the cloud field,
with potentially important ramifications for the clouds’ radiative forcing and ab-
sorption.

We introduced the spectral consistency approach, which is capable of detecting
cloud heterogeneities by comparing the predicted spectral albedo from retrieved
optical thickness and effective radius to the spectral measurements. The spectral
consistency approach is not limited to the detection of cloud heterogeneities; it was
also used to identify biases in ice crystal single scattering properties, and could
be employed to detect radiometric calibration inconsistencies of future spectral
imagers. Cloud absorption can be attributed to causes by spectral decomposition.
This was tested for boundary layer clouds.

Spectrally resolved measurements help in understanding biases in cloud re-
search, as for example the mismatch between measured and modeled cloud absorp-
tion. Broadband measurements in the past allowed only speculations as to what
caused the observed discrepancies: gas absorption, undetected large droplets, or
horizontal photon transport, to name a few. We have presented first measurements
and 3D model results of apparent absorption, the difference of net irradiance on
top and at the bottom of a cloud layer, at individual points of an extended coor-
dinated flight leg of two aircraft. Unlike true absorption, apparent absorption can
be measured directly. The 3D model generally reproduced the spectral shape of
the measured absorption. In contrast to common belief, the bias was not spectrally
neutral in the UV and visible wavelength range. The point-by-point observations
constitute the foundation for understanding these spectral effects. It is an ongoing
effort to identify the mechanism which leads to the spectral bias, and to examine
whether a similar effect can be found in radiance observations.
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Heterogeneous clouds surrounded by aerosols are another domain of spectral
observations. The aerosol scattering and absorption superimpose the 3D effects in
the cloud field. Combined, aerosol and 3D effects impose a unique spectral signature
upon the cloud—aerosol field, with different effects in sunlit and shadow zones. We
introduced apparent forcing, which, in contrast to true forcing, can be derived from
measurements, and can be linked to 3D model calculations in a statistical manner.
The difference between true and apparent forcing is due to 3D and aerosol effects.

We also discussed various ways to use spectral information under homogeneous
conditions. We described a new technique for deriving aerosol forcing efficiency
along with single scattering albedo and asymmetry parameter from the layer optical
thickness and irradiance measurements above and below the layer, which works not
only over water, but also above land surfaces. Aerosols can be classified by means
of the spectral shape of the single scattering albedo and asymmetry parameter, as
well as the absorption Angstrém exponent, which describes the spectral dependency
of aerosol absorption optical thickness. We pointed out that the derived relative
spectral forcing efficiencies of various types of aerosols are remarkably similar over
land and water, despite different surface albedos and aerosol properties. This finding
is at odds with model predictions, which exhibit a wide range of the spectral forcing
efficiencies. The tight range of the observations could be used to constrain the direct
aerosol effect in satellite observations and modeling applications, but needs to be
explained in the course of future experiments.

Furthermore, we reviewed ways to characterize the vertical layering of mixed-
phase clouds, which capitalize on the fact that the photon penetration depth into
a cloud layer is a function of wavelength, most notably in the near-infrared. While
polarimetry will be able to separately characterize the ice and liquid phase on the
very top of a cloud, multiple scattering does not allow to retrieve such information
for deeper layers, which, at least to some extent, can be explored with spectrally-
resolved unpolarized observations. The best way to characterize mixed-phase clouds
would be a combination of polarized and un-polarized passive imagers, combined
with active sensors to assess the vertical structure.

Finally, we proposed the term ‘cloud spectroscopy’. In ranges where liquid wa-
ter or ice absorbs, wavelength-dependent bulk physical properties translate into a
spectral slope in transmittance or reflectance, which can replace the traditional ob-
servation at a single wavelength and reduce the sensitivity of cloud retrievals to the
radiometric uncertainty. The power of this new approach was demonstrated with
a new retrieval based on cloud transmittance. When replacing the near-infrared
transmittance by the spectral slope of the near-infrared transmittance, the error
bars can be reduced considerably. We described the theoretical framework, which is
currently being laid for the assessment of spectral information content and retrieval
uncertainty.

The conclusion from the discussed measurement and modeling examples is that
spectral observations advance cloud—aerosol remote sensing and budget applica-
tions considerably and may be the key to resolving some of the problems that
research is currently confronted with. Many of the findings presented here are re-
lated to irradiances. However, some of them may be applicable to radiance as well.
Research in this direction is ongoing, and will continue with the deployment of new
spectral imagers in orbit.
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7 The retrieval of snow characteristics from
optical measurements

Alexander A. Kokhanovsky and Vladimir V. Rozanov

7.1 Introduction

Retrievals of snow grain size using ground/satellite optical measurements have been
performed by several research groups (Bourdelles and Fily, 1993; Fily et al., 1997;
Zege et al., 1998; Polonsky et al., 1999; Nolin and Dozier, 1993, 2000; Nolin and
Liang, 2000; Painter et al., 1998, 2003; Stamnes et al., 2007; Hori et al., 2007;
Zege et al., 2008; Lyapustin et al., 2009). The aim of this chapter is to discuss the
information content of corresponding measurements and also to present the fast
semi-analytical snow grain size retrieval algorithm.

Retrievals are based on the fact that the snow reflectance in the near-IR (say,
above 800 nm) decreases for larger particles because larger grains are relatively
more absorptive as compared to smaller grains. Actually the same physical mecha-
nism is used for the optical sizing of droplets/grains in cloudy media. The retrievals
for snow fields are complicated by the fact that corresponding pixels can be con-
taminated by forest, soil, vegetation, or slash. Also snow horizontal (e.g., sastrugi)
and vertical (e.g., buried ice/dust layers) inhomogeneity can bias retrievals.

In addition, the determination of the concentration ¢ of pollutants in snow
is discussed. The value of ¢ can be assessed from measurements in the UV and
visible, where pure snow reflects almost 100% of incident radiation and polluted
snow absorbs a significant portion of light. The effect of absorption leads to snow
darkening, which can be accurately measured and used for the determination of
concentration of pollutants (at least, for heavy pollution events).

7.2 Forward model

In most snow retrieval algorithms it is assumed that snow can be modeled as
an ice cloud layer positioned on the ground. Therefore, snow reflectance can be
derived from the solution of the corresponding radiative transfer equation. In par-
ticular, if the assumption of a semi-infinite snow layer is used, then the Ambart-
sumian nonlinear integral equation can be used for studies of radiative transfer
in snow (Mishchenko et al., 1999). The parameters of this equation are the single
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scattering albedo wy and phase function p(f) (6 is the scattering angle). Alter-

natively, other radiative transfer solvers (e.g., SCTATRAN (www.iup.physik.uni-

bremen.de/sciatran)) can be used assuming a large value of snow optical thickness

(say, 5000). The single scattering albedo can be calculated as (Kokhanovsky and
Nauss, 2005):

wo = 1-— ﬂ, (1)

B = Boo(l — exp(—al)). (2)

Here 3 is the probability of photon absorption (PPA), a = 47/ is the temperature-
dependent bulk ice absorption coefficient, x is the imaginary part of the ice refrac-
tive index at the wavelength A. This formula was obtained fitting geometrical optics
results derived with the Monte Carlo code described by Macke et al. (1996). The
value of (., corresponds to the limiting case of an ice crystal which absorbs all
radiation penetrating inside the particle (a«f — o0). It can be calculated using the
model of spherical particles because total reflection from an impenetrable sphere
and a randomly oriented non-spherical impenetrable convex particle coincides (van
de Hulst, 1957). It follows that 8. = 0.47 at the refractive index n = 1.31 (for ice in
the visible). The particle absorption length (PAL) ¢ is proportional (Kokhanovsky
and Nauss, 2005) to the effective grain size (EGS) a.y = 3V/X (V is the average
volume of grains and X is their average surface area):

EZKCLef (3)

with the parameter K depending on the shape of particles. For weakly absorbing
particles, it follows from Egs. (2), (3) that:

ﬁ = ﬁOOKOéCLef. (4)

We found using geometrical optics Monte Carlo simulations and fitting procedure
implemented in ORIGIN that K = 2.63 for fractals and, therefore, 8 = Daa.y
with D ~ 1.24.

The phase function was modeled using the assumption of fractal grains (Macke
et al., 1996) (see Fig. 7.1, where other possible snow phase functions are given as
well). It is assumed that the phase function does not depend on the size of grains.
This is a correct assumption in the geometrical optics domain, if particles are not
absorbing (outside diffraction peak). The assumption of spherical particles is not
very realistic and must be discarded (Tanikawa et al., 2006; Xie et al., 2006).

7.3 The information content of snow spectral reflectance

7.3.1 Theory

The radiance I over a snow field as detected on a satellite depends on the snow
properties and also on atmospheric parameters in the propagation channel. The
snow parameter of interest in this work is the effective grain size. The retrievals
of EGS can be effected by the concentration of pollutants (CP) c. Therefore, it is
of importance to derive both parameters simultaneously. So here we will study the
sensitivity of the reflection function to the determination of both EGS and CP.
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Fig. 7.1. The dependence of the phase function on the shape of particles. The following
shapes were considered: hexagons with the length to the diameter ratios equal to 100/25,
100/50, 100/100 micrometers and fractal particles (Macke et al., 1996) at the wavelength
550 nm (Kokhanovsky et al., 2011). The diameter is defined as the distance between
opposite sides of the hexagon. For all particles the surface was assumed to be rough in
the calculations. The asymmetry parameter g is given for each curve. It follows that these
diverse shapes do not produce very different phase functions as is the case for spheres,
where the reduced scattering in the side-scattering region (around 90°) takes place. Also
glories and rainbow characteristics of spheres are not observed for irregularly shaped
particles.

The derivatives of the snow reflectance defined as

Il
R= 5
o Fi ®)

(o = cos g, ¥y is the solar zenith angle (SZA), Ey is the incident light irradiance)
with respect to these parameters are given by:

OR OR
“_8aef’ DC_%. (6)

They help to understand if given measurements can be used to retrieve the pair
(@ey, c). Clearly, derivatives depend on the viewing and illumination geometry (solar
zenith angle (SZA) g, viewing zenith angle (VZA) 9, and the relative azimuthal
angle (RAA) ¢), the spectral channel, values of (a.f, ¢), and also on the atmospheric
conditions (primarily through the aerosol optical thickness (AOT) 7). So, quite
generally, we can write:

D:f<190719790a)‘7aefacv7-)~ (7)

The task of this section is to understand how the derivatives D, and D, are in-
fluenced by various parameters given in Eq. (7). For this we use the software code
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SCIATRAN (http://www.iup.uni-bremen.de/sciatran/). The derivatives are calcu-
lated through the following chain of equations.

First of all the weighting function (WF) W is introduced. We define it as (e.g.,
in the case of WF, W, for a.s of a homogeneous snow layer):

R
Wy == =a.;D,. (8)

Clearly, this is a dimensionless quantity. Then, it follows, e.g., for the reflectance
function at the effective radius ac;:

R(aes) = R(acy) + [acy — Gef]Wa /ey, 9)

if a priori assumed radius a.y is close to acs (so the linear approximation is valid).
Clearly, if W, = 0, then the reflectance is not sensitive to a.y. Similar equations
can be written for WFs with respect to the concentration of impurities (W,) and
also AOT (W.). There are different ways to calculate weighting functions. One
possibility is the numerical calculation of ratios M = AR/A(Inz), where x is
equal to acf, ¢, or T depending on the case considered. In SCIATRAN yet another
approach for the calculation of derivatives is followed. It is faster as compared to
the calculation of ratios M and also more accurate.

In particular, it is assumed that the variation of the reflectance d R due to the
variation of the effective radius profile da. s (z) inside the snow layer of the thickness
H can be presented in the following form:

1
/wa (A, 2)0ac¢(2) dz. (10)
0

Here z is the vertical coordinate divided by the thickness of the layer H. It follows
that the information on the function wg (A, z) is of a great importance for under-
standing how changes in the profile a.r(z) influence the variation in reflectance.
The WF W, is related to w(A, z) via the following equation:

Wo (A, 2) = we (A, 2)aes(2). (11)
Then it follows that:
OR(\) = /Wa()\,z) [0acs(2)/acr(2)] dz (12)
0
: S Ges (1) = ey (24)
SR(\) = kzl Ja(\, 25) 2o (o) : (13)

where the summation is performed for the number of layers Ny inside of snow layer
specified in the input of SCTATRAN and

Ja()\, Zk) = Wa(>\, Zk)AZk (14)


http://www.iup.uni-bremen.de/sciatran/

7 The retrieval of snow characteristics from optical measurements 293

are corresponding Jacobians related to the sub-layer of thickness Azy. For a ho-
mogeneous layer it follows that:

OR(A) = [bacy/acs] Wa(A) (15)
and we return to the same expression as written above:
R(aef) = R(@ef) + AR = R(@ef> + [aef - def} Wa/def. (16)

The WF W, (A, z;) contains information not only on the dependence of R on acy
but also on the sensitivity of the reflectance to the changes in the radii of grains at
different layers inside the snow.

The derivatives
Nk

Wa(d) =D Ja(X 2) (17)

k=1

and also Jacobians J, (), z;) are the main parameters discussed in the next section.
The corresponding derivatives and Jacobians with respect to the concentration of
pollutants and AOT are also considered.

As follows from Eq. (13), W, in Eq. (17) gives the change in the reflectance
(0R) if the change in the radius is equal to 100%. The technique to derive w, (A, z)
using the solution of direct and adjoint radiative transfer equations is described by
Rozanov et al. (2007).

7.3.2 Results

The results of numerical experiments on the sensitivity studies are shown in
Figs. 7.2-7.9. Let us analyze them now. All results were obtained using SCIATRAN
and assuming that snow can be modeled as an ice cloud with the optical thickness
5000 at the ground level (with fractal phase function shown in Fig. 7.1). It was
assumed that snow impurities (soot) are present in the form of Rayleigh scatterers
and they influence only absorption and not scattering processes in a snow layer.
The LOWTRAN aerosol maritime model implemented in SCIATRAN with aerosol
optical thickness 7(550 nm) = 0.05 was used. Also molecular scattering (but not
absorption) has been taken into account. SCIATRAN is able to simulate satellite
signals to account for the gaseous absorption. However, this was not needed for this
work because only channels almost free of gaseous absorption have been selected.

We show the dependence of Jacobians J.(A, z) for soot concentration on the
distance from the snow bottom for several wavelengths in Fig. 7.2. The top of snow
layer is located at 1 m height. It follows that Jacobians are different from zero only
in the upper snow layers. They are about zero at depths 20 cm (and larger) from
the top in the visible. Therefore, the concentration of pollutants at very deep layers
cannot be retrieved from satellite observations. The maximum of the sensitivity is at
some distance from the top of the layer and then the sensitivity decreases with the
distance from the top. Most sensitivity comes from the upper 5 cm of snow, if the
visible channels are used. The penetration depth depends on the grain size, being
greater for smaller grains. The sensitivity to soot concentration decreases with the
wavelength and it happens more rapidly for larger snow grains (see, e.g., the blue
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Fig. 7.2. Dependence of the Jacobian for soot concentration J.(\,z) on the distance
from the snow bottom at the wavelengths 400, 443, 555, 670 nm (left, larger Jacobians at
maximum correspond to a smaller wavelength) and at wavelengths 865 and 1029 nm (right,
larger Jacobians at maximum correspond to a smaller wavelength). The LOWTRAN
aerosol model with the aerosol optical thickness (AOT) equal to 0.05 was used. The snow
geometrical thickness is equal to 1 m and the length of side of fractal particles is equal to
50 micrometers (upper panel), 300 micrometers (middle panel), 750 micrometers (lower
panel). The concentration of soot is equal to 10™%. The solar zenith angle (SZA) is equal
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line in Fig. 7.2). The main conclusion is that the shortest possible wavelength must
be used for the soot concentration retrievals (e.g., at 400 nm). Then the dependence
of retrievals on the grain size can be largely ignored (see Fig. 7.2).

Figure 7.3 is similar to Fig. 7.2 but now the Jacobians for the effective radius
of snow grains are given. The green curves correspond to the measurements at
1240 nm. The upper panel of the figure corresponds to the case of a.y = 50 pum.
It follows that the use of 1240 nm channel is preferable (at least for the considered
geometry). The channel at 1020 nm is the second choice (red line on the left plots).
Channels located at 0.865, 1.61 and 2.2 pym can be used as well. The channel at
2.2 pm has slightly better performance (especially for large particles) as compared
to the channel at 1.61 ym. The radiance in the 865-1240 nm range is sensitive just
to the snow properties at the top (e.g., 5-10 cm from the top depending on the
wavelength and also the size of particles; see Fig. 7.3, left panels). The radiance at
1610 nm and 2190 nm is sensitive to changes of the crystals’ sizes only at a very top
of the layer. As a matter of fact, the corresponding penetration depth is smaller than
the EGS at these wavelengths (see right panels in Fig. 7.3). Therefore, retrievals in
the spectral range 865-1240 nm range are most preferable with somewhat larger
penetration depths (but smaller sensitivity) at 865 nm.

The dependence of the derivatives W,, W,, and W, on the wavelength is given
in Fig. 7.4. The value of W, is given by Eq. (17). The derivatives with respect to the
concentration of a pollutant ¢ and the aerosol optical thickness 7 are defined in a
similar way as for the value of a.y. It follows from the analysis of this figure that the
sensitivity to the soot concentration in snow disappears for larger wavelengths. This
is generally the case for the aerosol optical thickness as well. The behavior of the
derivative with respect to the grain size (at a fixed wavelength) is non-monotonous.
At acy = 50 pm, the greatest sensitivity comes from the longer wavelengths. For the
sizes of 300 and 750 pum, the greatest sensitivity comes from the wavelengths in the
middle of the spectral interval studied (1.02 and 1.24 pm). Therefore, there is no
such simple linear relationship to the wavelength in the sensitivity as in the case of
the soot concentration. This is due to the fact that the influence of the size of grains
on the reflectivity is small, both at low values of the absorption parameter b = aacy
and also at high values of this parameter. Therefore, the optimum is located at some
middle value of absorption, which occurs at 1240 nm for most practical situations.
This also follows from the asymptotic radiative transfer theory. As it is shown by
Kokhanovsky and Zege (2004) (see also the next section): R ~ exp(—vv/b) (v is
the parameter not depending on b) in the limit of weak light absorption by snow
(3 — 0). This means that W, ~ vbexp(—vvb) and W, — 0 at high and low values
of b as it was discussed above.

It follows that W (\) < W,(A) and, therefore, generally the information on
AOT is of no importance for the grain size retrievals. This conclusion is valid only
at AOT = 0.05 usual for clear polar conditions (Tomasi et al., 2007). The case of
larger aerosol load (Arctic haze, for example) will be considered later on. Also we
find that W.(X) > W;(\) at channels 400 and 443 nm. Therefore, these channels
can be used for the soot concentration determination. However, the influence of
uncertainty in the value of AOT on the retrieval of soot concentration is much
larger as compared to the case of a.s retrieval. We conclude that without accurate
retrieval of AOT, the retrieval of soot concentration in snow is not possible. The
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panel), 300 micrometers (middle panel), 750 micrometers (lower panel). The concentration
of soot is equal to 108, The solar zenith angle (SZA) is equal to 60° and the observation
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derivatives in Fig. 7.4 give the change in reflectance due to 100% change of acy,
¢, T, respectively. We conclude that the signal at AOT = 0.05 is influenced in the
similar way by the soot concentration in snow and the aerosol optical thickness.
So accurate retrieval of AOT is of paramount importance for soot concentration
determination. This is also confirmed by data shown in Fig. 7.5, which is similar to
Fig. 7.4 except AOT = 0.1 (upper figures), AOT = 0.5 (middle figures), AOT = 1.0
(lower figures) are used in calculations. In all these cases (see figures on the right
side) W, < W, and, therefore, retrieval of soot concentration (at least at the
level studied, ¢ = 1078) is hardly possible without accurate information on aerosol
optical thickness, which is difficult to retrieve over snow. As a matter of fact,
both soot in snow and suspended aerosol particles can lead to the decrease of the
registered signal and there is no technique in place to separate these two equally
important contributions.

In Figs. 7.6-7.8 the dependence of derivatives on the viewing zenith angle, the
solar zenith angle, and the relative azimuth, respectively, is presented. The main
conclusion is that the viewing geometry influences grain size retrieval to a lesser
extent as compared to the retrieval of soot concentration. Generally, retrieval of the
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Fig. 7.7. The same as in Fig. 7.6 except at SZA =45 (upper panel) and 75° (lower panel).

soot concentration is more problematic at larger VZAs due to long paths of light in
the atmosphere. One can notice (see Fig. 7.6) that the increase of VZA leads to the
increase in the sensitivity to the EGS at wavelengths 1.6 and 2.1 pm. This is due to
the fact that the snow brightness increases with VZA at these channels. Figure 7.7
shows the sensitivity of derivatives to the solar zenith angle. It follows that the sen-
sitivity to the grain size increases for the high Sun. However, in the regions, where
there is permanent snow cover and generally, where snowfalls occur, the Sun is low
and the sensitivity to the grain size (and also the soot concentration) decreases
considerably. For the solar zenith angle 45° (and also for smaller SZAs), there is
an enhanced sensitivity of measurements to the soot concentration. However, such
high solar zenith angles usually do not occur in the snow-covered regions. The sen-
sitivity to the soot concentration drops significantly at SZA = 75°. As follows from
Fig. 7.8, the value of azimuth is also of importance as far as the sensitivity is of
concern. The sensitivity is more pronounced at the relative azimuthal angle equal
to zero degrees at the wavelengths 1.6 and 2.1 pym. For shorter wavelengths, the
influence of the relative azimuthal angle on the sensitivity of retrievals is quite low.
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Fig. 7.8. The same as in Fig. 7.7 except at VZA = 50°, SZA = 60°, azimuths 0° (upper
panel), 90° (middle panel) and 180° (lower panel).
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Fig. 7.9. Dependence of the derivatives W, for effective radius (left, red curve) and W, for
the soot volumetric concentration (right, red curve) on the wavelength. Other parameters
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All results shown above correspond to the background level of soot concentra-
tion (¢ = 1078). Clearly, for higher soot concentrations, the sensitivity of reflectance
to the soot concentration is greater (see Fig. 7.9) and, therefore, ¢ can be retrieved
even if atmospheric correction is performed with considerable errors.

7.4 Retrieval algorithm: FORCE

7.4.1 Theory

The developed retrieval algorithm for the EGS determination is based on the look-
up table (LUT) approach. In particular, the Fourier components of the reflection
function in the visible (for a non-absorbing snow) are tabulated using the code
developed by Mishchenko et al. (1999). The code solves the Ambartsumian nonlin-
ear integral equation for the harmonics R™ (u, ug) of the reflection function. These
harmonics are stored in LUTs. Then the reflection function at any relative azimuth
angle is found as

Mmax
R(p, o, ©) = R (11, p10) +2 > R™(t, f10) cos(mep). (18)
m=1
Here © = cosv and the value of My,,x is chosen from the condition that the

next term does not contribute more than 0.01% in the sum (18). In principle one
more dimension (for a given phase function) in this LUT is needed and this is the
dimension of the single scattering albedo.

We use the following representation valid as wg — 1 (Zege et al., 1991;
Kokhanovsky, 2006):

R(/’Ly Ho, 30) = RO(:UH Mo, @)Af(ﬂ#mcp), (19)

where

= exp | —4s 5= 1 —wo _u(po)u(p) u _3
A= p{ 4/‘/3}’ e | ol 0. 0) (1) = =(1+2u). (20)

Here Ry is the reflection function of a semi-infinite snow layer under the assumption
that the single scattering albedo is equal to one. It is calculated using Eq. (18). For
pure snow, the experimentally measured value of Ry (say, at 443 nm) can be used.
This speeds up the retrievals.

The only approximation as compared to the exact RT calculations involved is
the use of the term A7 in Eq. (19) to characterize light absorption by snow. The
accuracy of this approximation is studied in Figs. 7.10-7.13. It follows that errors
are below 6% as compared to SCIATRAN calculations at the wavelengths 0.52—
1.24 pm and SZA = 54° for all azimuthal angles. So these short wavelengths will be
used here for the inverse problem solution. In the case of MERIS onboard ENVISAT
instrument (http://envisat.esa.int/instruments/meris/) channels 443 and 865 nm,
the errors are smaller than 2% at the VZA < 40° typical for MERIS observations.
This is well inside the calibration error of MERIS.
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approximate theory with the use of LUTSs for the reflection function of a non-absorbing
semi-infinite snow; points: SCIATRAN calculations) for selected wavelengths and the SZA
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from top down) at wavelengths 443 and 865 nm according to SCIATRAN (points) and
the approximation (lines). The SZA is equal to 54°. SSA = 1 at the wavelength 443 nm.
SSA = 0.9994 at the wavelength 865 nm. LUTs are used.
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MERIS does not have channels above 0.9 pm and, therefore, the approximation
proposed here is very relevant to the interpretation of MERIS observations over
snow fields. This is due to the fact that the snow albedo (and the accuracy of
the approximation) increases for shorter wavelengths. The forward model itself
(e.g., the flat snow surface assumption) and also errors of atmospheric correction
introduce much larger uncertaintis as compared to differences between approximate
and exact theories.

Eq. (19) can be used for the analytical determination of wy and, therefore, a.s
from the snow reflection function measurements. As a matter of fact in the case
of small grains and the MERIS wavelengths, even simpler approximation can be
used. This approximation follows from Eq. (19) as wy — 1:

Ryt 10, 9) = Ro(ps o, ) — %u(u)u(uo) (21)

Eq. (19) also enables the determination of the snow spectral albedo:
A(N) = (RmGSO‘)/RO)l/f (22)

from measurements of the spectral reflection function just at one observation ge-
ometry. It is assumed that the atmospheric correction has already been performed
and the influence of atmosphere is removed from the value of R,qs(N).

One can write for channels 1(0.443 pm) and 2(0.865 pm) in the approximation
under study:

Ry = Ro exp(—7y/B1); (23)
Ry = Ryexp(—y+/B2), (24)
where indices 1 and 2 signify the channel,
4f

(25)

T /A0 = gwo)

We will neglect the difference of wy from 1.0 in the denominator of Eq. (25).
Here we assume that there is some light absorption by snow even in the visible
(e.g., due to soot). The value of probability of photon absorption can be written as

_ Nicabs;i + Nscabs,s

= . 26
ﬁ Nicemt,i + Nscext,s ( )
Here .
N, = = 27
7 (27)

is the number concentration of soot particles, V; is their average volume, ¢, is the
volumetric concentration of soot (the fraction of volume filled by soot), Cyps,« is the
average absorption cross-section of soot particles, C¢st s is the average extinction
cross-section of soot particles. Parameters with the index ‘i’ have the same meaning
as described above except for ice.
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We will neglect the contribution of soot to the general light extinction in snow.
Then it follows:

B =B+ Bs, (28)
where 3, = Cyps,i/Ceqt,i is given by Eq. (2) and
‘chcabs s

= —————— 29

h VsciCegt,i (29)

The average extinction cross-section of the ice grains Cgs:; can be estimated as
follows (Kohkanovsky, 2006):

Ceact,i = (30)

2
5"
Here X; is the average surface area of grains. Taking into account that Cegt,i/ vV, =
1.5agf1 in this approximation and also assuming that Cops, s/ V, = Bag, which is
true in the Rayleigh domain for small soot particles (B = 0.84 at the soot refractive
index n = 1.75 (van de Hulst, 1957), a, = 4mwxs/ A, xs = 0.46), we derive:

2
ﬂs = gBCOésaef (31)

where
c=cs/c (32)

is the relative soot concentration.

The mass absorption coefficient of soot ggps = Caps/ psVs is equal to Boy /ps in
the considered approximation. Here p; is the soot density. Assuming that B = 0.84,
Xs = 0.46, A = 443 nm, p, = 1 g/cm3, one derives: o455 = 8.4 g/m?, which is close
to the modern estimates of this parameter (7.5 + 1.2 m? /g (Bond and Bergstrom,
2006; Flanner et al., 2007)).

Therefore, we can write:

2
Ry = Ryexp [—’y\ / 3Bas’1caef1 , (33)

2
Ry = Ry exp(—’y\/@',z + gBas,gcaef). (34)

Here we neglected light absorption by ice at the first wavelength. These two equa-
tions can be used to find both the size of ice crystals and the concentration of
pollutants. It follows from the first equation for X = caey:

3 2
X=—-—1 35
2By%ais 1 e (35)
and, therefore,
In? reg 2
o= 3% - SBXoys, (36)
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where X is determined from Eq. (33). Here we introduced the normalized re-
flectance: r; = R;/Ry. The EGS can be found from Eqs. (2), (3), (36):

B ]
6oo_ﬁ2 '

Then the concentration of soot is determined as ¢ = X/a.s. In practice, one mea-
sures the concentration of soot as the fraction of soot mass in a given mass of
SHOW ¢y = csps/Cipi, Where ps is the density of soot and p; is the density of ice.
Therefore, for the transformation of the satellite-derived ¢ to the ground measured
values of ¢y, one must use the multiplier n = ps/p;:

aeJc:Kozi_g1 ln[ (37)

cp =1ec. (38)

We will assume that = 1 in this study. It is known that p; = 0.917 g/cm?®. The
density of soot depends on its structure. It varies in the range 1-2 g/cm?. The
assumption of n = 1 is consistent with the lower limit of this variability.

For MODIS instrument (http://modis.gsfc.nasa.gov/about/), the channel at
1.24 pm is available in addition to 0.865 pm channel. The Global Imager (GLI,
JAXA, currently not in operation) had several channels relevant to snow remote
sensing (e.g., located at 0.865, 1.05 and 1.24 um). The applications of the asymp-
totic radiative transfer theory for these sensors are given by Zege et al. (1998,
2008), Polonsky et al. (1999), Tedesco and Kokhanovsky (2007), and Lyapustin et
al. (2009). The algorithms listed above differ from the algorithm presented here as
follows:

o Zege et al. (2008) retrieval is based on the analysis of multiple channels (3 for
MODIS (0.645,0.859,1.24) and 4 for GLI (0.68, 0.865, 1.05, 1.24). The obvious
superiority of their technique is in the fact that uncertainty related to the mod-
eling of Ry can be substantially reduced due to the use of ratios of reflectances
given by Egs. (23), (24). The shortcomings are due to the fact that the algo-
rithm is valid only for vertically homogeneous snow. Otherwise, the grain size
is not constant along the vertical, and therefore, it differs at different channels
due to different penetration depths. This effect is not taken into account by
Zege et al. (2008).

e Lyapustin et al. (2009) propose two methods: one based on ratios of reflectivities
at two close wavelengths, where light absorption by ice is not the same and
another method actually very similar to the method described here. It is based
on ratio of reflectivities at absorbing and non-absorbing bands. The first method
can be applied only to the vertically homogeneous snow as correctly stated by
Lyapustin et al. (2009). Therefore, they concentrate on the second method in
the corresponding retrievals.

o The method of Tedesco and Kokhanovsky (2007) is based on a single wave-
length measurement in the infrared. Therefore, the concentration of pollutants
cannot be assessed and evaluated. The correspondence between different re-
trieval methods based on asymptotic theory is discussed in Appendix.

We note that in addition there are methods based on look-up tables of reflectiv-
ities. They produce similar results as methods discussed above if applied for similar
setups and channels.
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Generally, the wavelength 1.24 pm is the best for retrievals in the case of a
homogeneous snow because then even heavy pollution does not influence the results
of the grain size retrieval (therefore, one can put X = 0 in the expression for (35
and derive the following simplified equation: 8y = 42 In” ro, which can be used in
conjunction with Eq. (37) for the retrievals of a.r). For vertically inhomogeneous
snow, this wavelength brings information only from the top of the layer and may
not be consistent with grains at deeper layers seen by the 443-nm wavelength
used for the snow pollution retrieval. Even if measurements at 865 nm are used,
there is quite large mismatch in the volume of snow sensed using 443 nm and
865 nm wavelengths. As follows from Figs. 7.2 and 7.3, the Jacobians for the soot
concentration (at 443 nm) approach zero at the distance of 20 cm from the top
layer and the values of Jacobians for the EGS vanish already at 2-5 cm from the
snow top depending on the wavelength. Therefore, possible soot layer deposited
at, say, 5 cm from the snow top will influence the signal in the visible but not at
865 nm. This makes application of the dual-wavelength algorithm not possible in
this case and one should use the single channel algorithm outlined above.

7.4.2 Synthetic retrievals

To understand the sensitivity of the reflected radiation to the probability of photon
absorption and the effective grain radius, we have performed a number of numeri-
cal experiments. In particular, we have implemented the retrieval algorithm in the
numerical code and studied the influence of possible errors of forward model on
the retrieval of PPA and a.y. In particular, we have assumed that the measured
reflectance differs by ¢ = £5% or £10% from the forward model due to inher-
ent calibration errors, errors of the forward model, cloud screening, atmospheric
correction, etc. The resulting retrievals at the solar zenith angle equal to 54° and
nadir observations are given in Fig. 7.14(a). It follows that the positive bias in the
measured reflection function leads to underestimation of PPA (and otherwise for
the negative bias). At ¢ = 0, the algorithm retrieves input parameters with errors
below several fraction of a percent (see the green line in Fig. 7.14(a)), which is the
prove of the algorithm with the synthetic data. It follows from Figs. 7.14(b) that
the error of PPA retrieval increases considerably as § — 0(aa.; — 0). In particu-
lar, errors smaller than 20% (at a reasonable estimate of ¢ ~ 5%) are possible only
if 5> 0.01 (wo > 0.99). Therefore, it is of importance to use the spectral interval,
where PPA varies in the range 0.01-0.02. The upper limit is needed to ensure small
errors of the assumed asymptotic theory. It follows from Fig. 7.15 that the use
of the wavelengths 1020 and 1240 nm is superior for the usually occurring grain
sizes (0.05-1 mm). The value of wp at A = 865 nm is always smaller than 0.01
producing a reduced sensitivity to the effective grain radius. This is confirmed by
Figs. 7.16(a) and (b), where we see that the value of ¢ = £5% makes retrievals at
the wavelength 865nm possible with the accuracy better than 50% only at radii
larger than 0.4 mm. Otherwise, retrievals are characterized by quite large errors.
This is an unfortunate situation because the wavelength of 865 nm is the largest
which can be used for retrievals using MERIS. The wavelengths of 885 and 900 nm
are contaminated by the uncertainty in the water vapor vertical column and also
they are not much different with respect to the sensitivity to the grain size retrievals
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Fig. 7.14. (a) The retrieved PPA versus the assumed PPA at the incidence angle 54°
and the nadir observations. (b) The error of the retrieved PPA versus the assumed PPA

at the incidence angle 54° and the nadir observations.

as compared to the wavelength 865nm. At the wavelength 1020 nm, the errors of
retrievals are smaller than 20%, if ¢ = £5%at ae; > 0.2 mm (see Fig. 7.17(a)).
The errors reach maximum of 50% at a.; = 0.lmm. The errors are still lower at
1240 nm (see Fig. 7.17(b)) but then the use of asymptotic theory is in question (at

least for large sizes of grains).

The measurements at the wavelength 443 nm, where absorption of light by ice
grains is small, can be used to retrieve the soot concentration in snow as described
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Fig. 7.15. The dependence of PPA on the effective grain radius.

above. To get the concentration of pollutants, one must determine grain size (at
least for large grains). Errors in the determination of the grain size influence the
retrieval of soot concentration. In particular, errors are large, if the concentration
of pollutants is small. Then the retrieved values of (3; are not reliable. One can
estimate (s assuming that ¢ = 300 ng/g, which is quite a high concentration of
pollutants. Then 3 = 0.0002 at a.y = 0.1 mm and 0.002 at a.y = 1 mm. Clearly,
these values of PPA are so small that the reliable determination of 8 and also
¢ < 300 ng/g is hardly possible. And the values of the concentration above 300 ng/g
are extremely rare (Hansen and Nazarenko, 2004; Flanner et al., 2007). Therefore,
it is proposed to make retrievals of 5 (at 443 nm) only if the change of reflectance
at this wavelength is considerable as compared to the case of pure snow. We show
the difference of the calculated reflection functions of snow at PPA = 0.0002 and
0.002 in Figs. 7.18 at incident angles 54° and 75° as compared to the pure snow
case. It follows that indeed retrievals at such levels of pollution are hardly possible
due to errors of the forward model. The concentration of soot in the Arctic is just
10-30 ng/g (Flanner et al., 2007) and PPA is always smaller than 0.0002. Then
the retrievals of soot concentration are doubtful. The comparison of retrievals with
ground measurements also confirms this conclusion (Aoki et al., 2007).

Because the analytical dependence of the reflectance on relevant parameters
is provided in the framework of our approach, it is also easy to calculate corre-
sponding errors analytically. To simplify calculations, we use Eq. (24). Then after
differentiation and some algebraic calculations, it follows for the uncertainty in the

value of b = aa.y:

db dR
F = Kampfa (39)
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A = 865 nm and SZA = 54°. (b) The error of the retrieved EGS as the function of the
assumed effective radius of grains retrieved at A = 865 nm.

where the error amplification coefficient is given by the following equation:
2

Kam = —
/e

and
B = Kfxtef (41)

under assumption of weak absorption (b — 0).



7 The retrieval of snow characteristics from optical measurements 313

(a) 120

100 1020nm 1

54 degrees ]

80

60

40 P

20 e |

error,%

0.2 0.4 0.6 0.8 1.0
true grain size, mm

" 1240nm

54 degrees
40

20

error,%

-20

-40

-60 T T T
0.05 0.10 0.15 0.20

true grain size, mm

Fig. 7.17. (a) The error of retrieved EGS as the function of the assumed effective radius
of grains at A = 1.02 um. (b) The error of the retrieved EGS as the function of the
assumed effective radius of grains at A = 1.24 pm.

It follows that K4pmp — oo as b — 0, the finding which follows from the numer-
ical experiment given above and also from the sensitivity study presented in the
previous section. Because the function u(u) increases with the cosine of the angle,
we conclude that K, is somehow reduced for oblique observation and illumina-
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tion conditions (at least for angular regions, where Ry is constant or decreases, e.g.,
see cases with the RAA in the range 90-180°). The error amplification coefficient
is proportional to /1 — g and, therefore, it is smaller for more extended in the
forward direction phase functions.

7.4.3 Application of the algorithm to MERIS data
7.4.3.1 Atmospheric correction

As far as atmospheric correction over snow is concerned, we used the LUT of at-
mospheric reflectances calculated with SCTATRAN for a prescribed aerosol model.
Anyway, the influence of atmosphere on grain size retrievals is small, as was proved
in the sensitivity studies. Therefore, such an approach is well justified (at least for
a clear atmosphere). In the case of polluted atmospheres, the atmospheric contri-
bution must be assessed using measurements at the neighboring pixels containing
open water or polynyas. We demonstrate the importance of atmospheric correc-
tion in Figs. 7.19 and 7.20, where results of SCTATRAN calculations are given for
the case of surface albedo equal to 0.8 and overlying aerosol layer. It follows that
the atmosphere substantially changes the values of reflectance as compared to the
case A = 0.8 especially at large solar and viewing zenith angles and for shorter
wavelengths. An interesting point to note is that the atmospheric contribution
can increase or decrease the satellite signal over the snow field depending on the
geometry and, therefore, relative contribution of the atmosphere to the signal.
The following simplified atmospheric correction algorithm is proposed. It is
supposed that the correction for the gaseous absorption can be performed as:

Rco’r = TgasRMa (42)
where T4, is the gaseous transmittance calculated as
Tqas = eXp(UM)a (43)

M is the trace gas vertical column (O3, HoO as obtained, e.g., from MERIS observa-
tions), v = 1/p+ 1/po, Ras is the measured reflectance. The obtained reflectances
Reor (except at 760 and 900 nm channels) are corrected for Rayleigh and aerosol
scattering using the pre-calculated LUTs. It is assumed that the aerosol optical
thickness is equal to 0.05 (see, e.g., Tomasi et al., 2007) in the calculation of LUTs.
The aerosol model is WMO coarse maritime aerosol model with no absorption
assumed. The angle grid was one degree for SZA(0(1)89°), VZA(0(1)80°), and rel-
ative azimuth angle (0(1)180°). Therefore, the largest possible mismatch of MERIS
data and those in LUTs is 0.5°. The error due to this mismatch is smaller than
0.01 in the snow albedo, which is acceptable due to other complications inherent
to snow properties retrievals. This is illustrated in Fig. 7.21, where we show the
retrieved albedo (retrieved using the pre-calculated LUTSs described above) under
the assumption that true snow albedo is equal to 0.8. The synthetic data were
generated not for the same grid as in LUT but for the 0.5-degree shifted LUT
(for angles, the same shift was assumed). The algorithm performance is very good
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Fig. 7.19a. The dependence of the reflectance R(443 nm) (upper panel) and R(865 nm)
(lower panel) on the SZA and VZA at the relative azimuth angle equal to 0.0. The case of
the underlying Lambertian surface with albedo 0.8 is presented for the maritime coarse
aerosol model with aerosol optical thickness equal to 0.05. The values of reflectance are
above 0.8 in the lower left corner and well below 0.8 in the upper lower corner. This
means that the Lambertian surface looks brighter from space, if observed from the nadir
direction at SZA = 0.0. It looks darker for the nadir observation and the oblique solar
light incidence (say, SZA = 80°).
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Fig. 7.19b. The same as in Fig. 7.19a except at RAA = 90°.

till VZA is equal to 55°, which is of importance for AATSR measurements. The
largest MERIS VZA is 42° and then the performance of the algorithm is even bet-
ter. The true albedo is retrieved if no shift in the grid is applied and the same snow
and atmosphere models are used in the solution of direct and inverse problems.
The change of the aerosol model in the retrieval process (from maritime coarse to
maritime fine) does not bring complications, if the aerosol optical thickness was
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Fig. 7.19c. The same as in Fig. 7.19a except at RAA = 180°.

assumed to be the same (0.05). It follows that errors of retrievals are negligible
even in the case where the aerosol model is not correctly selected (the errors are
less than 0.01 in the snow albedo) as far as MERIS observations are of concern

(VZA < 42°).
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Fig. 7.20. The retrieved snow albedo as the function of the satellite and solar zenith
angles. The aerosol optical thickness is equal to 0.05 and the fine-mode maritime aerosol
phase function was used in synthetic data preparation. The relative azimuth was varied
in the range 0(1)180°. The true snow albedo is equal to 0.8. The upper panel differs from
the lower panel due to the different regions of change of SZA and VZA. The range of SZA
and VZA change is lower in the figure shown at the bottom.

For the atmospheric correction, it is assumed that MERIS reflectance can be

presented as
TR,

1—Ar’
Here Ry is the reflectance for a black underlying surface (stored in LUTSs for
molecular-aerosol atmosphere with the assumed aerosol optical thickness of 0.05
and coarse maritime aerosol model with no absorption), Ry is the snow reflectance,
T is the atmospheric transmittance stored in LUTs, r is the spherical albedo stored
in LUTs, A = 0.8 is the assumed snow albedo. The term Ar is quite small. There-
fore, the assumption on A does not have a large impact on the retrieved snow
reflectance:

R=Ry+ (44)
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Fig. 7.21. The dependence of the reflectance of the snow field with the assumed Lam-
bertian albedo 0.8 on the SZA. The vertical lines give the variability due the variation of
the viewing zenith angle (0(1)80°) and relative azimuth (0(1)180°). The atmosphere can
increase or decrease the albedo of the snow field depending on the geometry. The aerosol
optical thickness is 0.05 and the coarse maritime aerosol model is assumed.

Rs = (R~ Ry)(1 — Ar)/T. (45)

The algorithm described above is of importance only for MERIS channels be-
low 800 nm, where the soot concentration and snow albedo is retrieved. The at-
mospheric correction is less important at 865 nm and also at 1020 and 1240 nm,
where the snow grain size is usually retrieved.

7.4.3.2 The retrieval of snow grain size using MERIS observations

The MERIS browse image of the snow field under clear sky in Greenland is shown
in Fig. 7.22. The corresponding maps of reflectances at 443 nm, and 865 nm, and
also in the oxygen A-band (762 nm) are given in Fig. 7.23a and 7.23b. The line
across the image in the case of measurements at 762 nm shows the border between
two cameras of MERIS (the so-called instrumental smile effect).

A lot of clouds are present in the region. The retrieved grain size is shown in
Fig. 7.24a and 7.24b (after atmospheric correction and cloud screening procedures
have been applied). The average EGS is around 0.2 mm for the whole scene and
0.15 mm for the left part of the scene, Unfortunately, in situ data for EGS at this
location during the satellite measurements are not available to us.

We show the results of the retrieved concentration of pollutants in Fig. 7.25 (in
ng/g). The concentrations are very low as one might expect for Arctic. Generally, as
follows from the sensitivity studies given above, the accurate determination of soot
concentration from a satellite is difficult in the Arctic due to the low concentration
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Fig. 7.22. Browse image of the scene analyzed. The retrievals have been performed for
the clear sky portion of this image (Kokhanovsky et al., 2011).

of pollutants there. Although, as is seen from Fig. 7.19b, the magnitude of ¢ is
determined in a correct way.

7.5 Conclusions

In this work we discussed the snow grain size retrieval algorithm FORCE. The work
is also relevant to the area of the determination of the specific area of snow us-
ing optical measurements (Schneebeli and Sokratov, 2004; Matzl, 2006; Matzl and
Schneebeli, 2006; Gallet et al., 2009; Kokhanovsky and Schreier, 2009). The corre-
lation coefficient between satellite and ground measurements of EGS is in the range
0.6-0.7 (Kohkanovsky et al., 2011). The small values of the correlation coefficient
could be due to the different definitions of sizes in the ground and satellite mea-
surements. Also we proposed techniques for the cloud screening and atmospheric
correction of satellite images over snow. The algorithm must be improved in future.
The current version of the algorithm was implemented in the ESA software package
BEAM and free for use by the remote sensing community.

Several simplifications have been used in the algorithm development. In par-
ticular, it was assumed that snow is vertically homogeneous. In reality snow has a
layered structure, as discussed by Colbeck (1991). The layering arises from a se-
quence of storms, reworking of the snow surface into a distinctive horizon which is
subsequent buried, or the generation of certain types of horizons within the snow
profile. Not only is the sequence of these buried layers unique from year to year
and highly variable with location, but each layer also evolves as the snowy season
progresses (Colbeck, 1982, 1983). Dust and soot can be deposited in such layers and
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Fig. 7.23a. Maps of reflectances at 443 nm (upper panel) and 865 nm (lower panel) for
the browse image shown in Fig. 7.22 (Kokhanovsky et al., 2011).
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Fig. 7.24b. The retrieved snow grain size histogram (the lower panel corresponds to
retrievals in the left part of the image) (Kokhanovsky et al., 2011).
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Fig. 7.25. The retrieved concentration of pollutants (Kokhanovsky et al., 2011).

then covered by the fresh snow. Because in standard retrieval algorithms vertically
homogeneous snow is assumed, the pollutant content derived will be that of an
entire snow column, which does not correspond to reality. Moreover, in retrievals
one needs to assume the refractive index of the pollutants. The refractive index is
considerably different for dust and soot. Also the absorption and scattering cross-
sections of soot and dust particles are considerably different. Therefore, wrong a
priori assumptions on the type of pollutants (soot, dust, red algae on the surface of
snow) prevent correct retrievals of the concentration of pollutants. In principle, the
type of pollutants can be distinguished from spectral measurements of the snow
reflectance because, e.g., dust and soot have different spectral bulk absorption co-
efficients (e.g., red and grey colours). However, this is possible only in the case of
thin layers of fresh snow over dirty snow or in the case of freshly polluted snow.
Also it follows that the structure of snow and also shapes/sizes of crystals are
very different from the top to the bottom of the snow layer. This peculiarity is
also not accounted for in the forward model. The snow grain size is retrieved using
infrared measurements. But it is a well known fact that the imaginary part of the
refractive index of ice changes with wavelength (and temperature). This means
that light with different wavelengths will penetrate to different depths. Therefore,
the use of multiple wavelengths, in principle, can reveal the vertical distribution of
the snow grains (Li et al., 2001; Zhou et al., 2003). Using one-wavelength retrieval,
only one grain size for a given depth is retrieved. Importantly, the snow penetra-
tion depth is not fixed for a given wavelength: it also depends on the grain size
itself. Generally, it is lower for larger wavelengths. Therefore, it is of importance to
report at which wavelength the retrievals have been performed. If pollution is not
uniformly distributed in snow but rather contained in distinct layers (e.g., dust),
then one cannot ignore light scattering by pollutants. Then both absorption and
scattering effects by pollutants must be considered. Usually, in retrievals of EGS,
the pollution is assessed assuming the homogeneous distribution of snow layer. If
pollution is in a layer well below the snow surface, it plays no role in the EGS re-
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trieval, but it can play some role if pollutants are close to the surface and retrievals
are made at short wavelength (say 865 nm) and grains are small.

The radiative transfer models used extensively in the snow optics assume that
snow has no structures on the surfaces. For satellite ground scenes (e.g., 1km), the
horizontal inhomogeneity of snow (e.g., sastrugi) may influence the snow reflectance
and, therefore, the retrieved snow grain size considerably (Warren et al., 1998). We
found that generally, the reflectance decreases, if sastrugi present and the decrease
could be on the order of 5-30% depending on PPA (Zhuravleva and Kokhanovsky,
2011). Tt is smaller for smaller PPA. The patches of vegetation penetrating through
snow or trees make retrievals not possible or difficult. Therefore, it is of importance
to make not only cloud screening but also only 100% snow covered ground scenes
(without forest and vegetation) must be used in retrievals of the grain size, snow
albedo, and the concentration of snow pollutants. This is due to the fact that there
is a limitation with respect to the complexity of the forward model, which can
be used in the retrieval process. Although there are some reports on the retrieval
of subpixel snow properties (see, e.g., Painter et al., 1998, 2003, 2009). Retrieval
of snow properties in the mountainous regions is also of problem. Then effects
of shadowing are evident and 3-D radiative transfer models are needed with the
known topography and illumination conditions at a given location.

The retrieval of grain sizes for the polluted case (both for polluted snow and
for polluted atmosphere) can cause problems if the channel at 865 nm is used for
retrievals. This is due to the fact that the signal at 865 nm can be influenced by
pollution (Painter et al., 2007) and this influence is difficult to assess a priori. For
instance, there is the problem of the possible presence of soot in the atmosphere
and in the snow. For longer wavelengths, the influence of pollution is reduced
considerably. Although Dozier et al. (2009) report that there are cases, where the
pollution (e.g., dust) influences snow reflectance at all wavelengths in the visible
and near-infrared (up to A = 1.4 pum). The retrieval of the pollution level depends
on the type of pollution (Warren and Wiscombe, 1980; Warren, 1982; Painter and
Dozier, 2004; Painter et al., 2007). The uncertainty in the imaginary part of the
ice refractive index in the visible (Warren and Brandt, 2008) can also play a role.

As noted by Peltoniemi (2007), snow becomes less reflective at larger densities
of snow. The radiative transfer theory can be applied at very low densities (actu-
ally not possible for snow on ground) only and, therefore, this darkening will be
interpreted as the presence of pollutants — although, in fact, the snow is fresh and
clean. In particular, this could be the reason behind the observed reduction of fresh
snow reflectance in the visible as compared to radiative transfer simulations (see,
e.g., Fig. 7.5 Dozier et al. (2009)).

The radiative transfer model described above is valid for dry snow only. Dur-
ing the melting season, water can accumulate in snow. Then the model must be
changed, taking into account the darkening of the snow due to the presence of
liquid water in it. Modifications both of snow absorption and scattering are impor-
tant. The snow grains become more spherical and grow in size. Clusters are formed
(Colbeck, 1979). The presence of liquid films between grains reduces the scattering
and also it leads to more extended in the forward direction phase functions. This
for sure will bias retrievals if it is not accounted for in the retrieval procedure.
Another possibility is the dependence of the snow bulk absorption coefficient on



326 Alexander A. Kokhanovsky and Vladimir V. Rozanov

temperature (e.g., for extremely low temperatures such as those possible, e.g., in
the Antarctic (Grundy and Schmitt, 1998)), which is not accounted for in the cur-
rent retrieval algorithm. The issues highlighted above are a subject of our ongoing
research on forward and inverse models in snow optics.

Acknowledgments

This work was supported by the ESA Project Snow_Radiance and BMBF Project
CLIMSLIP (Germany) and JAXA (Japan). We thank Andreas Macke and Michael
Mishchenko for providing their codes used in this study. We are grateful to ESA
for providing MERIS reduced resolution data.

Appendix. The relationship between different retrieval
approaches based on the asymptotic radiative transfer
theory

Snow reflectance can be presented in the following way using asymptotic radiative
transfer theory (Zege et al., 1991):

R(p, po, ) = Ro(p, po, @) exp{—pf (i, po, #)} (7.A1)
where
R e b e LD (DR Y

Here Ry is the reflection function of a semi-infinite snow layer under the assumption
that the single scattering albedo is equal to one, the values (u, o, ) give the
cosines of observation and incidence angles, and also the relative azimuthal angle,
respectively, wq is the single scattering albedo, and ¢ is the asymmetry parameter.

Various snow retrieval algorithms differ with respect to the actual implementa-
tion of Eq. (7.A1) in the retrieval code and also due to different approximations of
the relationship between the similarity parameter s(or p) and a.;.

Tedesco and Kokhanovsky (2007) proposed the relationship between p and the
effective grain size a.y in the following form:

p = A Viles, (7.A3)

where A = 5.09, v; = 4wy, /A and x; is the ice refractive index. The value of p can

be found from Eq. (7.A1):
1 Ry
=—In{ — 7.A4
T “{ R } A
and then the approximate solution for the function Rg(u, to, ) is used to find p,

and, therefore, EGS (see Eq. (7.A3)) from the measured reflectance R at a given
wavelength. The wavelength 1.24 um is used because of the following factors:

— this reflectance at the wavelength is the most sensitive to the grain size for most
situations occurring in practice;
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— the influence of pollutants in snow and in the atmosphere is minimal at this
wavelength;

— the retrievals have a direct meaning and relevance to the EGS at the subsurface
snow layer.

A very similar method was used by Langlois et al. (2010) for the interpretation
of near-infrared photography of vertical snow walls. However, they assumed that
A = 5.66. The shortcoming of this algorithm (called SARA) is in fact that the
concentration of pollutants cannot be assessed. Also the influence of pollutants on
the reflectance at 1.24 pm (possible for heavy pollution events) cannot be estimated.
The algorithm FORCE described in this chapter is the extension of SARA to solve
this problem. Then it is assumed that p is related to a.r and the concentration of
soot ¢ using the following equation, which approximately holds for the vertically
homogeneous snow:

4 2
p= m\/ch’Ysaef + Boo (1 — exp(—vikaet)), (7.A5)

where g = 0.76, k = 2.63, oo = 0.47, B = 0.84, 75 = 4mwxs/A, xs = 0.46 is
the soot refractive index in the visible (spectrally neutral) . Eq. (7.A3) follows
from Eq. (7.A5) assuming that ¢ = 0 and v;acy — 0 (but with slightly different
A = 5.24). In this case there are two unknowns (c, acr) and they can be found,
if measurements at two wavelengths are performed. In the visible, absorption by
ice can be ignored and Eq. (7.A4) is used to find p, and, therefore, ca.; assuming
that the second term under the square root in Eq. (7.A5) can be neglected. Then
p and, therefore, EGS can be found from Egs. (7.A4), (7.A5) applied at the second
wavelength (for known product © = ca.s determined from measurements in the
visible). Finally, the soot concentration is derived as ¢ = x/a.s. The value of Ry is
obtained from look-up tables calculated using the Ambartsumian nonlinear integral
equation. The shortcoming of this method is in the assumption that the snow grain
size does not vary along the vertical.

Lyapustin et al. (2009) used the technique similar to SARA (Tedesco and
Kokhanovsky, 2007). However, instead of calculations of Ry, the corresponding
measured value (in the visible) was used. Such an assumption is valid in the case
of pure snow (say, as in Greenland as studied by Lyapustin et al. (2009)). This
makes retrievals faster and also makes it possible to account for possible errors in
modeled Ry due to possible close-packed media and 3D effects.

Finally, Zege et al. (2008) proposed the multi-channel retrieval technique based
on the assumption of a vertically and horizontally homogeneous semi-infinite snow
layer. In particular, they proposed to use three channels of MODIS to derive not
only ¢ and a.s, but also Ry from the measurements itself. They used Eq. (7.A1)
for three wavelengths with p defined as follows:

bysCaef + Yitef- (7.A6)

Zege et al. (2008) used the value of A=6 in their retrievals but state that it can vary
from 3.5 to 6.5 depending on snow type. It is assumed that the value of b = 0.43.
Eq. (7.A3) follows from Eq. (7.A6) if ¢ = 0. Eq. (7.A5) can be presented in the
form given by Eq. (7.A6) if it is assumed that y;a.; — 0. The resulting constants
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A and b slightly differ from those used by Zege et al. (2008) (A = 5.24, b = 0.45).
More work must be done to assess the values of (4,b) from in situ measurements
of natural snow covers.
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