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Preface

Throughout my whole career including student time I have had a feeling that leaning
and teaching electromagnetism, especially macroscopic Maxwell equations (M-eqs)
is difficult. In order to make a good use of these equations, it seemed necessary to
be able to use certain empirical knowledges and model-dependent concepts, rather
than pure logics. Many of my friends, colleagues and the physicists I have met
on various occasions have expressed similar impressions. This is not the case with
microscopic M-eqs and quantum mechanics, which do not make us feel reluctant to
teach, probably because of the clear logical structure.

What makes us hesitate to teach is probably because we have to explain what we
ourselves do not completely understand. Logic is an essential element in physics,
as well as in mathematics, so that it does not matter for physicists to experience
difficulties at the initial phase, as far as the logical structure is clear. As the well-
known principles of physics say, “a good theory should be logically consistent and
explain relevant experiments”. Our feeling about macroscopic M-eqs may be related
with some incompleteness of their logical structure.

There seem to have been explicit and implicit arguments about the problematic
points of macroscopic M-eqs with respect to the uniqueness and consistency. A
most frequent question I heard was how to uniquely separate total current density
into the true and polarization charge densities. A similar problem of non-uniqueness
seems to exist when we divide transverse current density into the contributions of
electric and magnetic polarizations. Also, there has been no answer to the question,
“why do we need two susceptibility tensors in macroscopic M-eqs, while we need
only one in microscopic response 7. Further, it is strange that no general model-
independent expression of magnetic permeability, except for the case of spin reso-
nance, is known, while there are many general descriptions of dielectric function.

I have devoted myself to the studies of light-matter interaction and optical sci-
ence, where M-eqs play an essential role. The main effort has been spent for the con-
struction of microscopic nonlocal response theory. The result is published in a book
“Optical Response of Nanostructures: Microscopic Nonlocal Theory” (Springer
Verlag, 2003), where I intended to give a clear description of a well-founded micro-
scopic semi-classical theory of light-matter interaction. Through the construction
of this microscopic nonlocal response theory, we have established a deeper under-
standing of the hierarchical structure of the electromagnetic response theories as
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(1) quantum electrodynamics (QED), (ii) microscopic nonlocal response theory, and
(ii1) macroscopic local response theory with the descending accuracy. The main
application of this theory has been to the studies of nano-structures, which have
sensitive dependence on the size, shape and internal structure of matter. An entirely
new direction of its application, as the basis of deriving macroscopic M-eqs in a
logically more complete fashion, was born, when I heard a talk on metamaterials
in a research meeting some years ago. More specifically, I thought it feasible, as a
new method of derivation of macroscopic M-eqs, to apply long wavelength approx-
imation to the fundamental equations of the microscopic nonlocal response theory.
The result was expected to be more reliable than the conventional ones, because the
microscopic theory is built from the first principles.

What is the “derivation” of the macroscopic from the microscopic M-eqs? A
reasonable answer would be to extract the relations among the macroscopic (long
wavelength) components of the relevant dynamical variables from the microscopic
motions of charged particles and the microscopic M-eqs. The logically correct
way to do so is to apply the approximation for macroscopic averaging to reliable
microscopic equations. Thereby, it is important not to fix the goal of the argument
beforehand. In many textbooks dealing with the derivation of macroscopic M-eqs,
it is argued how one derives the “known” form of macroscopic M-eqs from the
microscopic equations of matter and electromagnetic (EM) field. To fix the result
of argument from the beginning is logically dangerous, because it may lead to an
insufficient check of the validity condition of each step of the argument. In fact,
the macroscopic M-eqs obtained in this book by a new method of derivation has a
more general form than the conventional ones, and the former reduces to the latter
only under a certain limited condition, which has nothing to do with macroscopic
averaging. The new form of macroscopic M-eqs is free from all the problematic
points of the conventional form with respect to the uniqueness and consistency. This
is a relief of the long standing discomfort.

Although I believe that the logical structure of the new derivation is more com-
plete than many previous arguments, I would still need to fight with a big pile
of historical facts and arguments before the new result is widely accepted in the
physics communities. Since the initial phase of this study, I have had a plenty of
chances to discuss with experts personally and to give talks in various seminars and
conferences for domestic and international audience. On such occasions, I did not
encounter any embarrassing questions and comments, which require a fundamental
change in my theory. Some gave me very positive comments and advices, but many
others remained silent. This reaction is understandable, if we consider the rebelling
aspect of this work against the well accepted knowledge of physics community.
Some of my friends and colleagues made comments, with the tone of warning, such
as “Isn’t it bold ?”, “You are brave” or “Retired professors tend to be interested in
such a problem”.

In order to make this theory acceptable to the physics community, the study of
historical aspects would certainly be important, because there are long accumulated
results of the very successful conventional macroscopic M-eqs, with which the new
theory must coexist. Since the author’s knowledge on such historical aspects is
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limited, I would very much like to have readers collaboration. If a reader knows
or finds a past argument which might be in conflict with the present theory, please
bring it to my attention for further considerations.

In constructing this theory, I have been indebted to Professors K. Shimoda,
K. Ohtaka, F. Bassani, G. La Rocca, W. Brenig, M. Saitoh, and M.-A. Dupertuis
for useful discussions. Especially, the very positive comment of Prof. Bassani, who
passed away in fall 2008 to my great regret, was quite encouraging. I am also grate-
ful to Prof. Y. Ohfuti for careful reading of the manuscript and suggestions of correc-
tion. This work started almost at the same time when I moved into Toyota Physical
and Chemical Research Institute (TPCRI) in 2006. Its unique founding policy since
1940, allowing a very wide range of research works of fundamental and applica-
tional nature, has been quite an encouraging support for this work. Financially, this
work was supported in part by TPCRI, and by the Grant-in-Aid (No.18510092)
of the Ministry of Education, Sports, Culture, Science and Technology of Japan.
Finally I would like to thank my wife Satsuki for her continual support of my life as
a physicist.

Nagakute Kikuo Cho
January 31, 2010
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List of Notations

The meaning of the notations of physical quantities is tabulated. The choice is made
for the frequently appearing ones in the text. Those limited only to a particular
section are omitted.

1. current densities

J: (orbital) current density

J orb: orbital current density

Js: current density due to spin magnetization

Jo : A-independent part of current density

I: total current density, = Jo + Js

I: A-independent part of I,

I t(T): transverse component of I

1 EL): longitudinal component of I;

I.g: P component of current density induced by electric field E
I.5: P component of current density induced by magnetic field B
I,3: M component of current density induced by magnetic field B
I,g: M component of current density induced by electric field E

2. polarizations

Pg: electric polarization induced by electric field E

Pg: electric polarization induced by magnetic field B

M : magnetic polarization induced by electric field E

M : magnetic polarization induced by magnetic field B

Pgr: electric polarization induced by transverse electric field E(D
Py : electric polarization induced by longitudinal electric field E ™
Mgt: magnetic polarization induced by transverse electric field E™
Mgy : magnetic polarization induced by longitudinal electric field E®

3. susceptibilities

Xcd: microscopic nonlocal susceptibility
Xem: Macroscopic susceptibility derived from x.q

Xe(,fl’: the component of x.m producing transverse field

xiii
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List of Notations

Xemo: O (k%) term of yem

Xeml - O(kl) term of Xem

Xem2: O (k?) term of Xem

XeE: electric susceptibility due to E

XeB: electric susceptibility due to B

XmE: magnetic susceptibility due to E

XmB: magnetic susceptibility due to B

XJEL: susceptibility due to external longitudinal field

Hamiltonians

Hgym: Hamiltonian of vacuum EM field

H\em: Hamiltonian of charged particles in a EM field
Hj: matter Hamiltonian without spin part

H©: matter Hamiltonian with relativistic corrections
Hiy1: matter-EM field interaction, linear part

Hino: matter-EM field interaction, quadratic part

Hiy: linear matter-EM field interaction including spin
Hgz: spin Zeeman Hamiltonian

energies
e FEjy: interaction energy of two current densities via EM field
o E: Ejn via transverse EM field

t °
E;n via longitudinal EM field

@).
. Elnt ’ . . . . . .
e A, ,:: radiative interaction between two current densities

Green functions

e G: scalar Green function of vacuum EM field, ¢ = w/c
e G, : tensor Green function of vacuum EM field, ¢ = w/c
° G((IT): the part of G, producing transverse field

° G[(IL): the part of G, producing longitudinal field

others

e ¢: light wave number in vacuum, g = w/c
e vg: group velocity



Chapter 1
Introduction

1.1 Purpose of the Book

Maxwell equations (M-eqs) are the essence of electromagnetic theory, consisting
of a set of Gauss laws for electricity and magnetism, Ampere law and Faraday law.
They have played one of the main roles in the tremendous development of physics in
the last century. There are two sets of M-eqs, i.e., microscopic and macroscopic M-
eqs. Historically, the latter appeared first and the former was derived from the latter
according to the particle picture of matter. The former is used as one of the basic set
of equations to construct quantum electrodynamics (QED). The agreement between
the prediction of QED and related experiment is quite high in accuracy, which guar-
antees the reliability of its constituent theories, quantum mechanics, relativity, and
microscopic M-eqs.

The macroscopic M-eqs, an approximate form of the microscopic M-eqs, have
been quite successfully applied to a vast range of macroscopic phenomena including
both fundamental and applicational problems, so that they have been well accepted
by most research people. Still today they are indispensable as an essential tool in
various research fields such as metamaterials, left-handed systems, near field optics,
photonic crystals, etc., and they are also of basic importance as a curriculum in
physics.

Since M-eqs describe the relationship between electromagnetic (EM) field and
the dynamical variables of matter, i.e., charged particles, all the EM phenomena are
governed by, not only M-eqs, but also Schrodinger (or Dirac, Newton) equations.
The diversity of the EM phenomena is endless through that of matter. Since the
proposal of the M-eqs in the latter half of the 19th century, various aspect of matter-
EM field coupled systems have been studied, but we still find new problems in both
fundamental and applicational phenomena.

The research subjects mentioned above (metamaterials, etc.) are those for macro-
scopic M-eqs. A common central feature of metamaterials, left-handed systems and
multi-ferroic systems is the coexistence of electric and magnetic polarizations of
matter. Though such an aspect existed before as individual problems, its appearance
as a central feature of a group of macroscopic phenomena seems to be a new trend.
This gives a motivation to re-investigate whether the macroscopic M-eqs are good
enough for the study of such problems.

K. Cho, Reconstruction of Macroscopic Maxwell Equations, STMP 237, 1-19, 1
DOI 10.1007/978-3-642-12791-5_1, © Springer-Verlag Berlin Heidelberg 2010



2 1 Introduction

There are a number of attitudes toward the macroscopic M-eqs. The easiest one
is to regard them as a phenomenology, as they were proposed in the 19th century,
when there were neither quantum mechanics, nor relativity theory, and also the par-
ticle picture of matter was not yet well established. From this viewpoint, one does
not pursue the rigorous logic and consistency of the macroscopic scheme, regard-
ing dielectric constant € and magnetic permeability u just as free material param-
eters. The second one is to accept the conventional macroscopic M-eqs as semi-
quantitatively correct scheme, admitting the standard ways of deriving macroscopic
from microscopic M-eqs found in many textbooks. The third one, though seemingly
a minority, finds the standard derivation logically incomplete, and requires a new
one which will give solutions to a number of questionable points in the conventional
macroscopic M-egs.

The present author belongs to the third group of mind mentioned above, and
therefore the aim of this book is [a] to discuss the incompleteness in the deriva-
tion of the conventional macroscopic M-eqs from the microscopic ones based on
the particle picture of matter, [b] to show an alternative method of derivation and
its result, and [c] to discuss the conventional form in the light of the new result.
The new result is a macroscopic scheme with a single susceptibility describing all
the effects of linear EM responses. This could be rewritten into the form of the
conventional M-eqs with a different set of the definitions of electric and magnetic
susceptibilities including chiral ones. Also, the various questionable points inher-
ent to the conventional scheme, mentioned in Sect. 1.5, are answered by the new
formulation.

Another motivation of this work is to stress the importance of using microscopic
description of matter-EM field systems as a basis of arguments from both logical
and practical points of view. This is because such a microscopic theory with a
sufficiently general applicability has been established rather recently (due to the
popularity of nanostructure studies), so that most of the previous derivations of
macroscopic M-eqs had no chance to make use of it, neither an intension to do so
because all the measurements in previous time were macroscopic. (See, for exam-
ple, p. 1 (footnote) of [1].) As will be understood later, the use of such a micro-
scopic theory as the basis of derivation allows us to establish a better scheme of
macroscopic M-eqs in a mathematically well-defined form without loss of logical
generality.

Since Galilei’s time, physics has made a firm and extensive progress on the two
fundamental principles, “logical consistency of theory” and “agreement between
theory and experiment”. In particular, the requirement of logical consistency applies
to every step of any theoretical frameworks from very fundamental to applica-
tional levels. The existing EM response theories constitute the hierarchy shown in
Table 1.1, where the accuracy of each theory decreases from the top to the bottom.
If we have two theoretical frameworks 7; and 7>, where 77 is derived from 7> under
an approximation C, the reliability of 77 depends, not only on that of 75, but also
on the clear definition (including the validity condition) of C. In the case of macro-
and microscopic M-eqs, 77 is the conventional macroscopic M-eqs, 7> is the micro-
scopic M-eqs plus the (classical or quantum) mechanics of charged particles, and
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C is the “long wavelength approximation to the fundamental equations of micro-
scopic EM response theory”. From the requirement of logical consistency of the
whole EM theory, any form of EM response theory should belong to the hierarchy
of Table 1.1A and 1.1B. Table 1.1A gives the main hierarchy and Table 1.1B the
substructure inside the semiclassical theory.

Table 1.1A Main hierarchy

EM field Matter Theory Applied mainly to
Quantized Rel. g-mechanics Rel. QED elementary particles
Quantized Non-rel. g- mechanics Non-rel. QED Atoms

Classical Non-rel. g-mechanics Semiclassical

rel. = relativistic; g-mechanics = quantum mechanics

Table 1.1B Substructure of semiclassical theory

Theory Applied mainly to
Microscopic nonlocal theory Atoms ~ nanostructures
Macroscopic local theory Macroscopic media

In the conventional way of derivation, one looks for the arguments which repro-
duce the known form of macroscopic M-eqs without considering the possibility of
finding a more general scheme than the known one. Another frustrating point, which
will be mentioned in more detail in Sect. 1.6, is the lack of generality and unambigu-
ous definition of 7> and C. In the new derivation in this book, on the other hand, we
take the fundamental equations of microscopic EM response theory [2] for 75, and
LWA for C, which are all physically and mathematically well defined concept and
procedure without empirical knowledge and model-dependence. This leads in fact
to a new macroscopic scheme with more general character than the conventional
one. Fig. 1.1 shows the historical developments, from the author’s viewpoint, about
the micro- and macroscopic M-eqs including the present one.

The remarkable simplicity and generality of the new derivation arise from the
form of the constitutive equation in the microscopic nonlocal response theory, where
the nonlocal susceptibility is written as a separable integral kernel in general. This
feature has been utilized in the microscopic nonlocal response theory to reduce
the integral equations into simultaneous polynomial (linear in the case of linear
response) equations, but it is also useful in performing LWA in the microscopic
constitutive equation to obtain the macroscopically averaged constitutive equation.
It is not an exaggeration to say that without this separability we could not construct
a general scheme of the new macroscopic M-eqs.

In the rest of this book, the author explains all the details of the background, the
motivation of this study, the formulation of a new scheme, the results, the compari-
son with the conventional theories, and the consequences to various researches and
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Logical
completeness

microscopic M-eqs

ﬂ New derivation

macroscopic M-eqs
Correct guess (new form)

Various attempts
of derivation (incomplete)

macroscopic M-eqgs (historical)

1900 2000 Time (AD)

Fig. 1.1 Historical development of Maxwell equations

teaching. Mathematical details and subsidiary physical aspects are given in Chap. 5,
where each section is devoted to an independent subject.

As for the units system to be used in this book, we give all the numbered equa-
tions in two forms with cgs Gauss units and SI units. The latter is given in braces
[-~-]SI. When they are same, the latter is often omitted. Short equations in the
text are given in cgs Gauss units only to avoid congestion. The different dimension
of field variables and susceptibilities in SI units, a tedious aspect of SI units in
comparison with cgs Gauss units, is explicitly considered in Sect. 5.8 for the new
susceptibilities defined in Sect. 3.1.

1.2 Macro- and Microscopic Maxwell Equations
The fundamental equations of electromagnetism are a set of equations to determine
the electric field E and magnetic field B from a given set of charge and current

densities. Their macroscopic form, established by Maxwell, Heaviside, and Hertz is
the collection of Ampere law

4 10D aD
VXH:—JC+——, VXH:Jc+_ P (11)
c c ot SI

Faraday law

1 0B oB
VXxE=— " |VxE=—""|, (1.2)
at SI
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and Gauss laws of electricity and magnetism

V‘D=47T,0t, [VD:,O[]
V-B=0, [V-B=0]

(1.3)
(1.4)

N§

N§

respectively, where J. and p; are the conduction current density and true charge
density satisfying the continuity equation

9pt
V. — =0, 1.5
Je+ o7 (1.5)

and the field amplitudes D and H are defined as

D =E+47P, [D=¢E+ P, (1.6)
1

H=B—-47M, [H:-B—M] , (1.7)
12%0) SI

in terms of the electric polarization P and magnetization M. The electric permittiv-
ity (or dielectric constant) of vacuum ¢ and the magnetic permeability of vacuum
o satisfy the relation € = 1/c2, where c is the light velocity in vacuum.

Both P and M represent the response of matter to an applied EM field, so that
they have characteristic behavior of each material. For a weak EM perturbation, they
are usually treated as linear functions of EM field as

P = x.E, [P = EOX&E]SI’ (1.8)

M = ynH, [M = xnH]q,. (1.9)
where electric and magnetic susceptibilities, xe and xm, respectively, are considered
to be material parameters. This kind of additional relationships to solve the M-eqqs
are called constitutive equations.

On the other hand, the microscopic form of M-eqs is again the collection of
Ampere law

4 10FE 1 oE
VxB=—J+4+-——, |—VxB=J+ec—]| , (1.10)
c c ot Lo or g

Faraday law

1 9B IB
VxE=———, |VxE=——|, (1.11)
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and Gauss laws of electricity and magnetism

1
V- E = 4np, [V-Ez—p] , (1.12)
€0 JsI

V-B=0, [V-B=0]. (1.13)

The charge and current densities, p and J, respectively, are given as the summa-
tions of the delta functions at the positions of all the charged particles of matter with
weighting factors, i.e.,

pr) =7 ecdr—ro) (1.14)
L

J(r) =" ety 8(r —ro), (1.15)
4

where eg, r¢, vy are the electric charge, coordinate, and velocity, respectively, of
the £-th particle. The actual forms of p(r, ) and J(r,t) to be used in the M-eqs
should be determined by giving the motions of all the charged particles. In quantum
mechanics, these expressions are the operator forms of these quantities, and what
we use in the M-eqs are their expectation values. It should be noted that they satisfy
the continuity equation

3
V-J+a—’;=o (1.16)

as operators (see Sect. 5.1).

The microscopic M-eqs need also to be supplemented with a constitutive equa-
tion, which relates the induced current density J (r, ) with source EM fields, which
in this book are chosen transverse vector potential A(r, ») and longitudinal exter-
nal electric field Ecxq (7, @). The characteristic point in this case is the nonlocal
relationship between J (r) and source fields, through which the microscopic spatial
variation is correctly taken into account reflecting the details of quantum mechanical
excited states of matter. This is the core part of the microscopic nonlocal response
theory, and will be described in Chap. 2.

Historically the microscopic form of M-eqs was obtained, i.e., correctly guessed,
from the macroscopic one [3], but from the hierarchical viewpoint the macroscopic
one is an approximate form of the microscopic one. This recognition has lead to var-
ious attempts to derive the latter from the former (including the constitutive eqs) by
applying macroscopic averaging. Using an appropriate procedure for “macroscopic
averaging”, we should be able to rewrite the microscopic forms into the macroscopic
ones.

The M-eqs can be simplified by the use of vector and scalar potentials. The Gauss
law for magnetism V - B = 0 describes the transverse (T) nature of the vector field
B, so that we may introduce a vector potential A as
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B=V xA, [B=VxAls (1.17)

which always satisfies V - B = 0. Inserting this into the Faraday law, we have

10A 0A
Vx(E—l———):O, |:VX<E+—>:O:| (1.18)
c 0t at ST

Since this relation claims the longitudinal (L) nature of E + (1/¢)(dA/dt), we may
introduce a scalar potential ¢ to write E as

10A [ 0A :|

E=———-V¢, |[E=———-Vo| , (1.19)
c ot ot s1

by using the identity V x V¢ = 0.

The definition of the T and L characters of a vector field C with translational
symmetry is usually made in terms of its Fourier components as k-Cj = 0 for T, and
kxCy = 0forL field. For a general case without translational symmetry, “V-C = 0
for T, and V x C = 0 for L field, at all points” is the generalized condition, which
reduces to the usual one for translational symmetry by taking Fourier transform.

The relation between (E, B) and (A, ¢) is not unique, since the new set (A’, ¢’)

A =A+cvy, [A=A+Vy],,. (1.20)
RSl A PO
¢ =¢ 8:’[¢_¢ 3fL1 (1.21)

in terms of an arbitrary analytic function v/ (r, t) gives the same set of (E, B). This
is called gauge transformation, and each choice of i defines a new gauge.
Among various choice of ¥, there are two frequently chosen cases, i.e., Coulomb

gauge

V-A=0, [V-A=0] (1.22)
and Lorentz gauge
193¢ 1 ¢
V-A+-—=0, |V-A+—-—=0[ . (1.23)
¢ ot 2 ot SI

The M-eqs in the Coulomb gauge are given as

1
—V2¢ = 47p, [—V% = e—p} : (1.24)
0 dsr

19’4 4x 19V

V2A+ T2
+ c? 912 c c 0t

’
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1 %A 1 a9V
VA = - 1.25
|: t357 poJ Y ]51 (1.25)
and in the Lorentz gauge as

1 9%¢ 13% 1
V2% 4+ =22 —angp, | —v? = — , 1.26
¢+C2 atz 10 [ ¢+ 2 atz EOP]SI ( )
V24 19°A4 4nJ . 1 92 ; 1.27)

2 8l’2 9 8 2 I'LO SI . .

The symmetric form in Lorentz gauge is useful for the description of relativistic
regime because of its apparently invariant form for Lorentz transformation.

The M-eqs in the Coulomb gauge can be split into T and L components, i.e.,
Eq. (1.24) is VE®™ = 47p for the L field, and the T component of Eq. (1.25) is

1924®M
2 9r?

19240 4
V2A<T>+C = 7TJ‘T) ~v2AM 4 —

— MOJ(T)

S1
(1.28)

where the suffix T is deliberately attached to A to stress the T character. The L
component of eq.(1.25) leads, by taking its divergence, to

2
dry g _19Ve

1 9Vv?2
=0, [Mov g - 1vee _ 0] (1.29)
c c ot s7

¢z ot

which is equivalent to the continuity equation (1.16) by the use of the Poisson equa-
tion (1.24).

It is noteworthy that the gauge transformation affects only the way to split E®
into —V¢ and —(1/¢)dA™ /3¢, while E, i.e., A™, remains intact. Thus the T
components of M-eqs, Eq. (1.28), is not affected by the gauge transformation. It
suggests the usefulness of the separate consideration of the T and L. components of
EM response. An additional support of this viewpoint is obtained from rewriting the
self-energy of L field

HYY) = Sln/dr (EW)2, (1.30)
[ = e—O/dr {E(U}Z} (1.31)
2 SI

produced by all the charged particles. Using the Gauss law V - E® = 47p and its
solution



1.3 Standard Derivation of Macroscopic Maxwell Equations 9

E(L)(r)Z_V/dr/ ,O(r/) |:=_ 1 V/dr/ p(r/) :| (132)
r— 1| 47 e lr —r'l Ig;

we can rewrite HéM into the well-known form of Coulomb potential as

1 /
m%::?"—/mv/ﬁﬂﬁg%.Ewm (1.33)
/
// rdr! pr)p(r) (1.34)
r—rl
Sy
o lre—rel
ZZ feer . (1.35)
47‘[6() Y |re —rerl
S1

This rewriting is gauge independent, because we use only the Gauss law and
the charge density in particle picture. As discussed in Sect. 5.2.3, the choice of
Coulomb gauge removes the L field from the kinetic energy term of the Hamiltonian
> {p — (e/c)A}?/2m. In this way, the T field is represented by the vector poten-
tial, and the L field is included in the Coulomb potential. The external L field is
described by an external charge, and the external T field by a solution of Eq. (1.28)
for J = 0. In the absence of external L field, all the charges are included in
the “matter”, and the matter-EM field interaction is described by the (T) vector
potential alone. This scheme introduces different forms of interaction term, i.e.,
— [dr E - P for the L -field, and (—1/c) [ dr J - A for the T field. The main part of
the microscopic response theory is constructed for the T field response with all the
L component of E is incorporated in the internal field of matter. The M-eqs in this
case are represented only by the single equation, (1.28), which is gauge independent.
The case of excitation by external L field is described in Sect. 5.7.

1.3 Standard Derivation of Macroscopic Maxwell Equations

The standard argument to derive the macroscopic form from the microscopic one
is as follows. The charge and current densities after macroscopic averaging are
considered to have several components, according to which the charge density p
consists of true and polarization charge densities, oy and pp as

p = pt+ pp. (1.36)

The latter represents the distortion of a neutral charge density perturbed by an elec-
tric field, and the former the remaining part of p in the case with net charges. Since
the distortion of a neutral charge density causes an unbalance of charges, it should
produce an electric polarization P in such a way as
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V.-P=—p, (1.37)

On the other hand, the current density is caused by the motion of the charge density,
which again consists of several components. One is the motion of p; which causes
Jeo (V-Jc+09p/0t = 0), and the other is the motion of P which causes polarization
current density

_aP

Jo=- (1.38)

Similarly, it is known that magnetization M with rotational structure produces a
current density

IM=cVxM, [Ju=VxM],. (1.39)

Altogether, J is the sum of the three components as

P aP
J:Jc+_+CVXM, J:Jc+_+VXM . (140)
o1 o1 s

This decomposition is consistent with the two continuity Eqgs. (1.5) and (1.16), since

9pp a(pc + pp) dp
V. J=V.J.— 2 =" _"P __ " 1.41
J T ot ot ot (1.41)

where we used the T character of the vector field V x M, ie., V-V x M = 0.
The microscopic Gauss law, Eq. (1.12), after substitution of Eq. (1.36) and (1.37)
becomes

1
V.E =4np — 47V - P, [V-E:—(pt—V-P)i| , (1.42)
€0 ST

which is equivalent to the macroscopic Gauss law Eq. (1.3), and the microscopic
Ampere law Eq. (1.10) inserted with Eq. (1.40) is

4 19(E +4nP)
VxB=—Jc+cVxM)+ - ———,
c c ot
1 d(E + P)
—VXxB=J.+VxM+e——| , (1.43)
o ot SI

which is equivalent to the macroscopic Ampere law Eq. (1.1).
The macroscopic variables J., P, M represent the conduction current density
due to the motion of true charge density, electric polarization, and magnetization,
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respectively, of the matter in consideration. They are dependent on the EM field
in the matter. It is usual to introduce electric and magnetic susceptibilities, ye and
Xm, respectively, dielectric constant €, and magnetic permeability w in the regime
of linear response as

P = x.E [P =coxE]g,. (1.44)
M = ynH [M = xnH]q,, (1.45)
D =¢E [D=¢E],. (1.46)
B=uH [B=uH]|, (1.47)
with additional relationship as
€ =1+4mye [e =eo(l+ xe)g, (1.48)
pw=1+47xm [ =po(l+ xm)]s,- (1.49)

As macroscopic material constants, they describe the response of individual material
samples. Later we raise a question about the appropriateness of these linear response
coefficients from the viewpoint of the new single susceptibility theory.

1.4 Hierarchy of EM Response Theories

There are several different theoretical schemes to describe the light-matter interac-
tion. They are classified in the hierarchy:

(1) Relativistic QED (quantum electrodynamics)

(2) Non-relativistic QED

(3) microscopic nonlocal response theory (non-relativistic & semi-classical)
(4) macroscopic local response theory (non-relativistic & semi-classical)

The schemes (3) and (4) are semi-classical theories, where EM field is treated as
classical variables. The matter variables are treated quantum mechanically in (3),
and as macroscopically averaged quantities in (4). The conventional macroscopic
M-eqs correspond to (4). Table 1.1 summarizes the relationship of these different
schemes.

The scheme (1) is the fully quantum mechanical treatment of coupled matter-
EM field system in the relativistic regime. The matter part, e.g. electrons, should
be described by Dirac equation. The scheme (2) is the non-relativistic version of
the scheme (1), treating the matter motion in terms of Schrodinger equation. If we
treat the EM field as classical dynamical variables without introducing quantized
photons, the schemes (3) and (4) arise. While the quantum mechanical motions of
charged particles (in the non-relativistic regime) are precisely taken into account
in the scheme (3), all the dynamical variables in the scheme (4) are treated as
classical or macroscopically averaged quantities. From this sketch of the different
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schemes, it is obvious that the accuracy decreases according to the order from
(1) to (4).

Since there is only one EM theory in physics, these four schemes are, or should
be, logically related. A lower rank scheme is derived from the upper one by a certain
approximation. Namely, we derive (2) from (1) by assuming that the velocity of
matter particles is generally much smaller than the light velocity c. For the step from
(2) to (3), we neglect the commutation relations of photon operators and describe
the state of each mode in terms of a complex c-number, i.e., we replace the statistical
distribution of photon states in amplitude and phase with a complex c-number for
each mode. In these two cases, the logics are clear. One uses a reliable scheme as
a starting point, then applies a well defined approximation to the starting scheme
without presetting the resulting form. As a consequence, we find a less exact but
often simpler form of theory.

As for the derivation of (4) from (3), the treatments in various textbooks of elec-
tromagnetic theory do not seem to be so logical as the cases from (1) to (2), and from
(2) to (3). As we discussed in Sect. 1.3, the past derivations aimed at rewriting the
microscopic M-eqs into the already known macroscopic M-eqs which had been his-
torically established. This “derivation” was motivated by the belief that the micro-
scopic scheme based on the particle picture and quantum mechanics, established in
the 20th Century, is more fundamental than the macroscopic one known since the
19th Century. It is understandable to be lured to set the aim of the derivation to
the search of a reasoning somehow to reproduce the known form of macroscopic
M-eqs. From the logical point of view, however, it is not appropriate to fix the goal
of argument from the beginning. The goal should be the result of an argument, not
the aim to be fixed beforehand. If one fixes the goal at the onset, the arguments in the
intermediate stage tend to be oriented toward the fixed goal. This contains a risk to
miss the proper check of logical steps to be taken, e.g., whether or not the separation
of J into the sum of the contributions from two independent variables P and M can
be done without restrictions.

The attempt of this book to reconstruct the macroscopic Maxwell eqs from the
microscopic ones is motivated by the observation mentioned above. The proposed
logic to derive the scheme (4) from (3) is very simple, i.e., to apply LWA to the
fundamental equations of (3). This will establish the deeper understanding of the
hierarchy.

1.5 “Problems” of the Conventional Maxwell Equations

One of the problems about the standard “derivation” of the macroscopic M-eqs,
mentioned in Sect. 1.3, is the non-uniqueness of splitting o into py and pp, (1.36),
and J into J., 0P /0t, and ¢V x M, (1.40). It is possible to raise examples how
these split components arise on a given model. For example, a neutral atom affected
by an external electric field gives rise to a dipole moment, which contributes to
P. However, for a given vector field of induced current density J (r, t), there is no
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general recipe, to the author’s knowledge, to splititinto J., d P /3¢, and ¢V x M, and
p(r,w) {=(—=i/w)V - J(r,w)} into p; and pp. In order for the standard derivation
of macroscopic M-eqgs to be logically acceptable, there should be a general recipe to
make the decomposition uniquely.

The second problem is related to the first one. As a result of the splitting, we
have P and M, which represent the electric and magnetic properties of matter via
susceptibilities x. and yp, defined in Eq. (1.44). These susceptibilities are tensors
in general, and independent of each other. As functions of frequency, . has poles at
electric excitation energies, and xn, at magnetic excitation energies. We need the two
susceptibility tensors to describe the linear response of a matter macroscopically.
However, in the microscopic M-eqs, we need only one susceptibility between J and
E (or B). (The charge density is related with V - J, i.e., the L component J M so
that it does not require a new susceptibility.) This susceptibility has poles at all the
excitation energies of matter system, and it is sufficient to have this susceptibility to
describe the microscopic linear response. Thus, a question arises, why the macro-
scopic averaging in deriving macroscopic M-eqs increases the number of necessary
susceptibility tensors ? The answer to this question, like the first one, cannot be
found in textbooks.

This problem is the core part of this book, about which the author claims a single
susceptibility scheme of macroscopic M-egs in contrast to the conventional scheme
with two susceptibilities. It will be discussed later if we can reduce the single sus-
ceptibility of the new scheme into the two components corresponding to x. and xp.
This requires us to check two points: (i) chiral and non-chiral symmetry condition,
and (ii) the rewriting of interaction Hamiltonian —(1/c) f drJ - A into the form lin-
ear in electric and magnetic fields as a legitimate procedure of analytic mechanics,
which leads to the preference of B to H as source magnetic field.

The third problem is about the form of dispersion equation. In the charge neutral
system (p; = 0, J. = 0), the dispersion equation for a plane wave with frequency
 and wave vector k is given as

k2
I =eu, |—= 1.50
w? o |:w2 GM]SI ( )

This is easily obtained by eliminating E or B from Egs. (1.2) and (1.1). The w
dependence of € and p is generally a superposition of single poles, according to
the time dependent perturbation theory, and the poles correspond to the matter
excitation energies of the electric dipole (E1) and magnetic dipole (M1) characters,
respectively.

If the symmetry of matter is high, the E1 and M1 characters of excitations do
not mix with each other from a symmetry ground, i.e., they belong to different irre-
ducible representations of the group of a given symmetry. In this case, the excitation
energies of E1 and M1 transitions are generally different, so that the product eu
is a superposition of single poles. On the other hand, if the symmetry of matter
mixes the E1 and M1 characters of transitions, the excitation energies of the mixed
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transitions contribute to both € and p. In this case the product € © would be no more
a superposition of single poles, but contains second order poles. This change of
the pole structure is bizarre in the linear response regime. Any excitation of matter
should contribute to the response function of matter as a single poles in the lowest
order time dependent perturbation theory as shown in Sect. 2.2. This is so even in
the presence of an additional term of matter Hamiltonian corresponding to the lower
symmetry, because after diagonalizing the total Hamiltonian we again have a series
of eigenvalues which give the poles of the response function. Thus the change in the
pole structure of the dispersion equation depending on the coupling or decoupling of
the E1 and M1 transitions is physically unacceptable. (Later in Chap. 3 we discuss
this problem from two points of view. One is the validity condition of this dispersion
equation, and the other is the correct definition of © when this form of dispersion
equation is allowed.)

One could raise another problem as an example showing the incompleteness of
the conventional treatment of macroscopic M-eqs. The magnetic permeability ©
represents the effect of magnetic transitions of matter. There are two well-known
examples of M1 transitions. One is the spin resonances of electron, nucleus, etc.,
and the other is the orbital M1 transitions which induce orbital magnetic moments.
The latter occurs at large variety of transition energies in various systems, such as
atoms, excitons in solids, and nuclei. The famous Mdssbauer line at 54.7keV of >’ Fe
nucleus is M1 transition, and this is why it is so sharp (10~7 eV width). However,
the conventional ways to connect these transitions to u (or to spectral intensity) are
different.

In the case of spin resonance [4], one writes the resonant part of magnetic sus-
ceptibility as

m = —FPm (151)
wy—w— iy

where fiwg is the spin flip energy, B, the intensity of the magnetic transition and
y is the width of the transition energy. From this expression, p is obtained as a
w-dependent but wave vector (k) independent quantity. Such u together with €
of matter leads to the response spectra, from which we get the resonance energy,
intensity, and width.

On the other hand, the intensity of (orbital M1 + E2) transitions is calculated by
expanding the matrix element of the light-matter interaction p - A under the LWA
of A = Agexp(ik - r) = Ao(1 + ik - r + ---). Omitting the first El-active term,
one gets the (M1 + E2) term as the matrix element of

i(p-Ao)(k-r). (1.52)

The matrix element of the dyadic pr becomes non-zero for (M1 + E2) transitions
[5, 6], while that of p is non-vanishing for E1 transitions. Since the matrix element
of (1.52) is linear in k, the intensity of this transition is O(kz). Thus, u is proportional
to k2 in this case.
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In spite of the same M1 character, the above two treatments lead to different
k-dependence, O(k%) and O(k?). This difference seems to have been overlooked for
a long time. However, if we consider the popularity of meta-materials or left handed
systems, where the coexistence of E1 and M1 transitions leads to new subjects, we
need to have a general expression of p including both spin and orbital M1 tran-
sitions. In Sect. 3.1 and 3.2, this problem will be solved by rewriting the single
susceptibility tensor of the new scheme.

There is a related question, the historical truth of which the present author has
been asking to many of his friends, colleagues and teachers including experts with-
out getting a satisfying answer. In the early days, the microscopic magnetic field
was written as, not B, but H. The microscopic Ampere law had the form

Vxh T 10e L (1.53)
= — -—, |= €— .
¢! T ST s7

where the dynamical variables for E, H, J are written in the lower case letters to
stress their microscopic character. In taking a macroscopic average of this equation,
we often see a statement “macroscopic average of microscopic magnetic field & is
usually written as B” in various textbooks [7, 1, 8]. It means that, by the macro-
scopic averaging, we should, not only extract the LW component of A, but also
rewrite H into B, a different physical quantity including magnetization. Without
rewriting H into B, we cannot obtain the macroscopic Ampere law, because of
Eq. (1.7). This requirement is understandable as a mean to derive the macroscopic
Ampere law, but logically not acceptable. Macroscopic averaging of a physical
quantity should be the elimination of the short wavelength and the preservation of
the LW components of the quantity. The rewriting of & into B contains an idea
outside the macroscopic average.

This is not just a problem of semantic. It is related with the definition of magnetic
susceptibility. Since the microscopic form of magnetic interaction should be

Hiag = —/dr m-h, (1.54)

in the same way of using the lower case letters for microscopic quantities, the linear
response calculation would give an induced magnetization proportional to k. Its
macroscopic average should lead to macroscopic constitutive equation for magne-
tization. In the conventional definition of macroscopic magnetic susceptibility xm,
Eq. (1.9), it seems that & is simply replaced by H. However, if one should rewrite
h into B in the process of macroscopic averaging, the same replacement in the
interaction Hamiltonian Hpm,g and in the calculated result of linear response would
give a constitutive equation M = xpB. This definition of magnetic susceptibility
leads, by the use of B = H + 47nM, to u = 1/(1 — 47 xg). This means that
the magnetic excitation energies in xg correspond to the zeros of w, while those
in xpy correspond to the poles of . One would ask, which is the correct excitation
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energy of a given matter ? This difference in physical picture needs to be clarified
together with the form of corresponding matter Hamiltonian defining the excitation
energies.

Thus, the last question is “When and how was the earlier way of writing vacuum
magnetic field as H changed to the today’s form B, and is it done consistently with
the definition of magnetic susceptibility and w ?”. If the use of yp instead of
were the general understanding today, this problem would not bother us very much.
But xn seems to be widely used still today in various fields using macroscopic
M-eqs. Most textbooks use xm, though a rare case using xg does exist [9]." In
view of the fact that susceptibilities are not just parameters, but the quantities to
be calculated quantum mechanically with their poles at the excitation energies of
a well-defined matter Hamiltonian, this mismatch would lead to an essential error
in the resonant region of EM response. Although the rewriting of field variables
is allowed within the framework of analytic mechanics (Sect. 5.3), which leads to
various sets of “matter Hamiltonian and interaction term”, the use of E and H
does not fit to the well-accepted matter Hamiltonian, i.e., the sum of the kinetic and
Coulomb potential energies of charged particles.

All the problems in the conventional macroscopic M-eqs seem to arise from the
lack of simple logical step, i.e., the preparation of the object to be averaged in an
explicit mathematical form. The arguments in Chap. 2 will show how to fill this gap
from the first-principles approach.

1.6 Meaning of Macroscopic Averaging

In order to derive the macroscopic from microscopic M-eqs, we need to take a
macroscopic average of the latter. However, what does a macroscopic average mean
in practice ? There should be a clear mathematical definition of what is the object to
be averaged and how it is done. In view of the fact that the microscopic response is
obtained from the solution of “microscopic M-eqs and constitutive eqs”, a straight-
forward logic with a clear mathematical meaning would be to extract the LW com-
ponents of these fundamental equations of microscopic response.

But the past derivations do not seem to follow this line of argument. The main
point is how to write the constitutive equations for macroscopic variables, and for
this purpose, we need to have the general form of the microscopic constitutive
equations containing all the wavelength components. But it is rather recently that

1 At the final stage of writing this book, the author was suggested to examine the relevant docu-
ments of [IUPAP and IUPAC on this subjects. In the [UPAC-2007 document [Quantities, Units and
Symbols in Physical Chemistry, 3-rd Edition, [IUPAC 2007 RSC Publishing], we find x = p,—1in
the table of Sect. 2.3, which is also given in the [IUPAP-1987 document [Table 12 of Physica, 146A
(1987) 1-67]. This corresponds to xm = /o — | according to the notations of this book (in SI
units) . Since the [IUPAP document has not been revised since 1987, it is the valid recommendation
today by IUPAP and IUPAC to use the definition of x,, as M = xn H. In addition to this, there is no
description in these documents about the chiral susceptibility (or admittance). From the viewpoint
of the present author, these documents need to be revised by taking the microscopic consideration
of susceptibility into account.
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this kind of microscopic constitutive equations for a general matter-EM field sys-
tem has become in practical use. In the former days where most of these deriva-
tions were made, one had rather used empirical or model-dependent treatments.
The main stress was, not on the general nature of a model, but on the technical
point of macroscopic averaging. A typical expression for this procedure was “to
take an average over a distance much larger than atomic scale but smaller than
the relevant wavelength of EM field”. From this statement, we can guess that the
coherence of matter excitations were assumed to be of atomic (or molecular) scale.
The use of appropriate models for the matter excitations leads to the electric and
magnetic polarizations, respectively, which can be used to derive the typical expres-
sions of x. and xp. Within a given model, this is an acceptable treatment. What
the present author believes to be the origin of the various incompleteness of the
conventional M-eqs is the lack of arguments about the general, model-independent
criterion to split current density into an independent sum of the components due to
P and M.

The microscopic M-eqs are the equations to determine E and B from the given
dynamical variables of matter, p and J, which are determined by the quantum
mechanics of charged particles. Since the motion of p and J is affected by EM
field, we have to determine E, B, p and J selfconsistently. The auxiliary equation
to allow this self-consistent determination is “microscopic constitutive equation”,
which together with the M-eqs gives a unique solution for a given initial condition
of the dynamical variables.

All of the variables E, B, p and J are generally functions of position and time,
and their position dependences contain all the wavelength components if one solves
the set of M-eqs and constitutive equation selfconsistently. To extract the equations
for the LW components alone, should we apply LWA to all the M-eqs, (1.24) and
(1.25), and the constitutive equations relating {p, J} with {¢, A} ?

Though there is a proposal by Nelson [10] to apply LWA to the Hamiltonian of
matter, which corresponds to making LWA of Eq. (1.24), we do not take this view-
point. Since Eq. (1.24) gives the (microscopic) Coulomb potential due to a charge
density, it is directly related with the quantum mechanical energy eigenvalues and
eigenfunctions. Application of LWA to the microscopic Coulomb potential would
make a drastic change in the eigenvalues and eigenfunctions. Then, the poles of the
macroscopic response functions do not represent the quantum mechanical excitation
energies.

What we actually want to have is the susceptibilities with poles corresponding to
the quantum mechanically correct eigen energies of matter, and with LWA averaged
spatial structure. In this sense, we apply LWA only to the matrix elements of current
density operator in the constitutive equation relating J and A. The concrete form of
this constitutive equation is given in the next chapter.

In some cases, macroscopic average is meant to contain also a statistical aver-
age, when we consider the statistical distribution of (A) the initial ensemble of
matter states in calculating its susceptibilities and/or (B) randomly located defect
or impurity centers with given transition energies. In carrying out the time depen-
dent perturbation theory to calculate the susceptibilities of matter, we need to
define the initial states of matter. This can be given as an ensemble of microscopic
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matter states, e.g., a canonical ensemble for a given macroscopic temperature T,
which leads to an expression of susceptibilities with a weighted average via the
initial ensemble. The explicit expression in the next chapter is a special case of
T = 0°K, and a general case is described in Sect. 5.4. It is explicitly shown
that this part of weighted average via the initial ensemble is not affected by LWA,
i.e., the same weighting factor remains in the macroscopic susceptibility. There-
fore, the macroscopic average should not contain this kind of ensemble aver-
age.

In the case of the randomly distributed impurities or defects, however, statistical
average has a meaning of macroscopic average. Though the system has no transla-
tional symmetry in a microscopic sense, it can be regarded as homogeneous after
taking its macroscopic average, if the distribution is uniform. Even in this case,
however, one could observe scattered light due to the absence of translational sym-
metry, especially near the resonance, which may be ascribed to the invalid situation
of macroscopic averaging.

When we make LWA to a given microscopic system, we may introduce an inter-
mediate step of LWA in addition to the full LWA regime. An example is the reso-
nant Bragg scattering of the inner-core excitations of a crystal. The induced current
density due to the excitation of an inner core level of an atom is well localized in
comparison with the wavelength of a resonant X ray, which allows us to use LWA
to the description of the induced current density at each atom site. If we assume the
full LWA regime, the crystal is described as a uniform assembly of the E1, M1, E2
etc. multipoles of the resonant inner core transitions, which does not give any Bragg
scattering. Bragg scattering becomes possible when we admit that the resonant X
ray has a wavelength A comparable to the lattice constant d; of the crystal. This
corresponds to describing the crystal as a periodic array of the E1, M1, E2 etc.
multipoles, where we introduce two typical lengths of matter, the size of atom a4
and the lattice constant dy, where LWA is applicable only for A > a4. This should
be called “intermediate LWA”, in contrast with “full LWA” where the conditions
A > ays and A > dp, do not allow Bragg scattering. This will be discussed more in
detail in Sect. 4.3.

A similar situation arises in metamaterials made, e.g., of an array of split ring
resonators (SRR). Though the conventional treatment of such an array is done in
the full LWA regime, called homogenization, it is conceivable that an intermediate
LWA may bring about a new regime where the interaction among SRR’s due the
induced charge densities on them introduces the nonlocality of coherent excitation
made of the induced current densities. This may lead to a new category of the field,
“nonlocal metamaterials”, an intermediate entity between nano- and macroscopic
materials. More discussion will be given in Sect. 4.1.4.
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Chapter 2
New Form of Macroscopic Maxwell Equations

2.1 New Strategy for Derivation

As mentioned in the introduction, a proper derivation of macroscopic M-eqs would
need a new strategy to make the whole processes of the derivation logically and
mathematically well-defined, and to avoid the problems described in Sect. 1.5.

Since a reliable approximate theory can generally be obtained from a higher rank
theory by applying a valid approximation, we need to choose such a theory and an
approximation for the present problem of deriving macroscopic M-egs. In the con-
ventional derivation, this process is described as “to derive macroscopic M-eqs from
the microscopic M-eqs by applying macroscopic averaging”, but the mathematical
procedure to do it was not quite clear in the sense mentioned above. The main point
of derivation was to derive the constitutive equations for macroscopic variables
from appropriate models of matter. In such a derivation, it was admitted that the
induced current density J consists of the contributions of the induced electric and
magnetic polarizations as (0 P /dt) +cV x M. A frequently used model to calculate
polarizations is an assembly of molecules, which gives a detailed description of
susceptibilities through the quantum mechanical properties of molecules.

This type of argument is acceptable as an example, but may contain a risk to miss
something important about its generality. In fact, when a material system has a low
symmetry, which does not allow to distinguish axial and polar vectors, we cannot
define electric and magnetic polarizations independently. (The symmetry condition
of matter has nothing to do with the macroscopic averaging. If it affects the final
result, we should consider it separately.) In this case, we have to go back to the
microscopic description and see how it is possible to introduce P and M from
the microscopic J. For this purpose, the microscopic scheme needs to be general
enough to enable us to judge it. Though this kind of general scheme had not been
established during the time where most of the conventional derivations of macro-
scopic M-eqs were made, one could have derived it via standard time dependent
perturbation theory, as shown in the next sections. The lack of the motivation to do
it was, to the author’s opinion, the origin of the problems discussed in Sect. 1.5.

As a new strategy, we employ the recently established scheme of microscopic
optical response [1] as the basic theory, to which we apply LWA and derive the new
macroscopic M-eqs and constitutive eqs [2]. The formulation of this microscopic
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optical response theory is made in a model independent way, so that one can choose
any cases of symmetry through the choice of eigen functions of quantum mechanical
matter states. The merit of this scheme is that we can start with a very general form
of matter Hamiltonian and matter-EM field interaction within the semi-classical and
non-relativistic regime, which however allows the inclusion of relativistic correction
terms, such as spin Zeeman interaction, spin-orbit interaction and so on. Therefore
this scheme can cover most of the matter Hamiltonians used for materials studies
in non-relativistic regime, including various effective Hamiltonians applicable to a
restricted energy range used for certain selected purposes.

It should be stressed that all we use here are the well-known principles and meth-
ods of physics and mathematics, such as analytic and quantum mechanics, time
dependent perturbation theory, Taylor expansion, Fourier transform, etc.. No exotic
or fancy method is employed. The only new aspect is the attempt to make the logics
as firmly consistent as possible.

The fundamental equations of this microscopic nonlocal response theory consist
of the microscopic M-eqs and a microscopic constitutive equation between current
density and source EM field. All the detailed information about the material is
included in the microscopic nonlocal susceptibility, including the symmetry related
aspects, which is a sufficiently general basis to answer the problems of Sect. 1.5.
Another practical merit of this theory is the separability of the microscopic nonlocal
susceptibility as an integral kernel, which is quite useful both for the microscopic
calculation and for the application of LWA in deriving the macroscopic M-eqs.

2.2 Microscopic Nonlocal Response Theory

In this section, we give a detailed description of microscopic nonlocal response
theory, from which we derive the new form of macroscopic M-eqs later by applying
LWA. Though a similar description is found in [1], we give it here because it is
the core part of the present theory. We try to present the description as general as
possible, so that the final result can be applied to a broader range of problems. This is
done by choosing the matter Hamiltonian and matter-EM field interaction in a model
independent form, and their explicit spin dependence is taken into account via rel-
ativistic correction terms (spin-orbit interaction, spin Zeeman interaction, etc.). By
preparing the matter Hamiltonian and matter-EM field interaction in such a general
form, we can cover a wide range of problems of EM response of matter. We will
be mostly concerned with linear response, since it is the main field of interest in
comparing the conventional and new schemes of macroscopic M-eqs. Extension to
nonlinear response will be mentioned in Sect. 4.5.

The interaction of matter and EM field may be divided into two categories
according to the T and L characters of the vector fields involved. Though there can
be mixing between two cases, the T-field interaction is essentially related with opti-
cal response, and the L-field interaction with the response of matter to the excitation
by external charges. For this reason, and for an additional one mentioned just below,
we split the formulation into two parts, and give the T-field part in this section, and
the L-field part in Sect. 5.7. The second reason to split the description into two
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parts is that the interaction Hamiltonians for the T and L fields appear in different
forms. In Coulomb gauge, the L and T components of interaction arise from the
Coulomb potential and the A dependent terms of the kinetic energy, respectively.
The former can be rewritten as — [ P® . EW dr. The standard form of the latter
is—(1/c) [T (M. AM dr, and it is not possible to rewrite it into — f PM.ED dr
without distorting the matter Hamiltonian in an unusual way. (See Sect. 5.3
for details.)

There is an another aspect of L field to be mentioned at this point. When charged
particles are excited by some external field, they induce L, as well as T, field by the
change induced in their quantum mechanical states. The problem is whether we treat
this L field as an external field or not. Concerning this point, we have two choices,
either (I) consider it as a part of matter Hamiltonian, or (II) regard it as a component
of external EM field. The interaction of this L field with the polarization of matter is
generally written as the interaction energy Hc among the induced charge densities
of matter (p. 8 of [1]). Therefore, the choice (I) or (II) means whether we keep
this interaction energy as a part of matter Hamiltonian or add it to matter-EM field
interaction. Depending on this choice, the energy levels of the states containing
L-mode character change by the amount caused by Hc. Historically, this energy
difference has been called by various names, such as LT splitting, depolarization
shift, or electron-hole exchange energy. Their unified description in terms of the
induced charge densities of the relevant modes has been given rather recently [3].
This scheme, applicable to any type of L field caused by electron or phonon systems,
localized or extended states, etc., is used in Sect. 5.7. In the following section, we
consider EM as the internal field of matter, i.e., we take the full Coulomb interac-
tion energy into the matter Hamiltonian.

2.2.1 Precise Definition of “Matter, EM Field and Interaction”
In order to answer the questions raised in Sect. 1.5, we need to define “matter, EM
field, and their interaction” as precisely as possible, because some of the problems

are related with the definition of the starting Hamiltonian. For that purpose, it will be
most appropriate to take the general Lagrangian of matter-EM field coupled system

1
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where A and ¢ are the vector and scalar potentials, respectively, and the integral
part on the r.h.s. is the Lagrangian of vacuum EM field. It is noteworthy that the
interaction part of the Lagrangian can be rewritten in the following integral form

1
> {-asto+ Lo awo | = [ar {—p(r)¢(r)+;1(r)-A(r)}

J4

[ 3 {—eep(re) +ecve- Aro) ) = / dr {—p(N)$(r) + J(r) - A(r)) } (22)
4

SI

where charge density p and current density J are defined as Eqs. (1.14) and (1.15),
respectively. This integral expression is useful in carrying out the least action prin-
ciple for A and ¢.

As a Lagrangian, this contains three kinds of generalized coordinates, r¢, A(r),
¢ (r) and the corresponding generalized velocities vy, d A /0t (the time derivative of
¢ is not contained). The least action principle of Lagrangian, or Lagrange equation
for each set of generalized coordinate and velocity, gives the Newton equation of
motion, and microscopic M-eqs for ¢ (Poisson equation) and A (wave equation).
(See Sect. 5.2) The Newton equation is

dv( 1
mg—— =eyg {E(rz) + SV X B("e)} (2.3)

dt
= [ee{E(r¢) +ve x B(ro)}lsy (2.4)

where B =V x Aand E = —V¢ — (1/c)0A/0t. The r.hs. is the Lorentz force
due to the EM field acting on the charged particle. The Poisson equation is the same
as Eq. (1.24), and the wave equation for A is Eq. (1.25). (See Sect. 5.2.)

The fact that this Lagrangian gives the well established equations of motion for
charged particles and EM field, as mentioned above, guarantees the soundness of
this Lagrangian as a basis of further developments in various directions. In fact,
it is used for the (non-relativistic) QED, and now we are going to use it for the
semiclassical arguments.

Hamiltonian is obtained by the standard procedure of Lagrangian formal-
ism. Defining the generalized momentum p, for a generalized coordinate g; via
pe = 9L/9dqe, where ¢, is the time derivative of g, we derive Hamiltonian as

= Y, pege — L. The details of this argument applied to the present Lagrangian
are given in Sect. 5.2.3, and the Hamiltonian is given as

"= {Pe——A(rz)}-i-Uc

+_/ {iaA(T)} +{VXA(T)}2
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where Uc is the Coulomb potential among the particles
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In this expression, we have rewritten the self-energy of the longitudinal EM field
into the Coulomb potential by using the Gauss law V - E = 4mp and the definition
of p in the particle picture. This form of Hamiltonian applies to any gauge, i.e., the
vector potential in the first term on the r.h.s. can have the L, as well as T, component.

Now we choose the Coulomb gauge V - A = 0,i.e., A = AD AL =0, e,
the vector potential appearing in the following arguments has pure T character. We
omit the superscript T from A™ = 0 hereafter, unless it is better to stress it. The
Hamiltonian is a sum of two contributions. One is the Hamiltonian of vacuum EM

field
2
HEM——/ {(——) +(VXA>2}
9 [yg 04’ 2(V x A)? 27
_?/r(¥>+c(x) . 2.7

and the other is the Hamiltonian of the charged particles in a given EM field in the
Coulomb gauge

1
Hyem = ) — Sy {P@ - —A(re)} + Uc .
¢

14

1
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e S1

The matter Hamiltonian Hy is defined as Hyem for A = 0, i.e.,

2
_ Py
Hy=) 5 -+Uc
)4
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2
[zzp—‘f+uc} (2.9)
S1

which is the sum of the kinetic energy and potential energy of particles, and the
matter-EM field interaction is the A-dependent terms of Hyfem, which is the sum of
the two terms Hjn; + Hin2. The A-linear term is

1
Hinn = _E/dr Jo(r) - A(r)
[= _ / dr Jo(r) - A(r) ] (2.10)
SI

and the A-quadratic term is

1 A
Hua = 55 [ ar B)AGY
C

1 .
[: —fdr N(r)A(r)Z] , 2.11)
2 SI
where N is defined as
. e
Ny =S Lser— 2.12
(r) ng r—ro. (2.12)

14

and J is the A independent part of current density, i.e., (1.15) with v, replaced by
pe/me,

Jor) =30 5 [pedr—ro 480 —ropd]. (2.13)
Ja

The (orbital) current density operator (1.15) is the sum of O(A”) and O(A")
terms

1.
Jorv(r) = Jo(r) — ;N(F)A(r) ,
[ = Jo(r) = NA®) |, - (2.14)

We write a suffix “orb” to stress its orbital character and to distinguish it from the
current density induced by spin magnetization to be discussed later.

When an external L field exists, it should be ascribed to an external charge density
Pext in the Coulomb gauge. This means that the charge density in Uc contains the
internal and external parts, pine and pex¢. In this case, there arises a new term of
interaction due to the Coulomb interaction between pin and pext. As discussed in
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Sect. 5.7, the natural form of the interaction Hamiltonian is — f dr Jy - A for T field
and — f drP - EW for L field, and it does not seem possible to write them in one
unified form — [ drP - E without distorting the matter Hamiltonian (Sect. 5.3).
This point is often overlooked in the conventional EM response theories, so that it is
appropriate to stress it at this stage of the present formulation. Since the calculation
of the susceptibilities goes similarly in both cases, we describe the case of the T
field in detail in the main text and leave the case of L field in Sect. 5.7. (For the
discussion of T-field response, the relevant p is piy alone and the suffix “int” will
be omitted.)

For the linear response to the T field excitation, we need only Hinj. As an
operator to be used in quantum mechanical calculation, we have symmetrized the
non-commutative quantities { pg, r¢} in Jo(r). The operator N (r) has contributions
from various charged particles, but, because of the factor e% /myg, lighter electrons
make much more contribution than heavier ions. The electron term is written as
(€?/mg) pe1(r), where e, mq, pe(r) are the charge, mass, and the density of elec-
tron(s), respectively.

For a given set of matter Hamiltonian and matter-EM field interaction, we can
calculate the induced current density, which gives the microscopic constitutive equa-
tion. The forms of Hy and Hip given above are model independent and have a rather
general character. However, in order to increase the range of their applicability, we
would like to include their explicit spin dependence, which is important for the
magnetic properties of matter. Paramagnetism is typically caused by localized spin
states due to the spin Zeeman interaction with static magnetic field. The resonance
transition between these spin levels can be induced by a microwave with correspond-
ing frequency. This transition is caused by the (spin Zeeman) interaction between
spin magnetization and microwave EM field. This interaction is also necessary to
analyze the intra- and interband magneto-optics in semiconductors. In addition, the
spin-orbit interaction gives rise to spin-dependent energy level structure for matter
systems containing heavy atoms. These examples show the necessity of introducing
the explicit spin dependence of the matter Hamiltonian and matter-EM field interac-
tion, which leads to the realistic resonant structure of susceptibilities of spin related
systems.

The explicit spin dependence of Hy and Hiy arises from the relativistic correc-
tion to the non-relativistic Hamiltonian [4]. In the Dirac equation dealing with an
electron in the relativistic regime, there emerges the entity “spin” by the requirement
of relativistic invariance of the equation consisting of the linear terms of time and
space derivatives. The expansion of the positive eigenvalue E = E’ 4+ moc? of the
Dirac equation with respect to (E’ — V))/2mqc?, where V is the potential energy
of the electron, gives various correction terms. Among them we have spin-orbit
interaction

750 - [(VV) x pl. (2.15)
moc
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Similar expansion for an electron in an EM potential gives the spin-Zeeman term

h
_ . B
moc
h
|:—e—or . B} (2.16)
mo SI

as an additional term of the Hamiltonian in the (non-relativistic) Schrodinger equa-
tion. Here, %o is the spin angular momentum of an electron. (The magnetic field
H in [4] is rewritten into B in accordance with our definition of magnetic field in
microscopic M-egs.)

In addition to these spin dependent correction terms, there are spin independent
correction terms, such as mass velocity term (due to the velocity dependent mass
correction) and Darwin term (due to the velocity-induced nonlocality of the poten-
tial V.) [5].

From our viewpoint to put L field into matter Hamiltonian, the spin-orbit inter-
action, Hy,, mass velocity term, and Darwin term should be included in the matter
Hamiltonian Hy, and the spin Zeeman term into Hjy1. For many electron systems,
we should take a sum over all the electrons for (2.16) and (2.15). Thus, the matter
Hamiltonian is now

HO = Hy 4+ Hyel-corr (2.17)

where Hrel-corr = Hso + Hmass-v + Hparwin-
For the new form of Hjyj, we can rewrite the spin Zeeman term as

eh

Hg7 = — = 6/-B, (2.18)
 moc

= — / dr My(r)- (V x A(r)) , (2.19)

= — / dr V.x My(r) - A(r) , (2.20)

where B = V x A and partial integration are used, and the spin magnetic polariza-
tion is

eh
Mr)=Y —o,8(r—ry). 2.21
(r) ;moc o0 8(r —r) 2.21)

Defining spin induced current density as

Js(r) = cV x My(r) ,
[ =V x M), ], (2.22)
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we can rewrite the last line of the equations for Hyz as

Hgy

[

Adding this term to Hjy1, we generalize linear matter-EM field interaction as

—%/dr Js(r) - A(r) .

—/dr Js(r) - A(r) . ], (2.23)

Hipg = — - /dr I(r) - A

c
[ = —/dr I(r)-A(r) . |, (2.24)

where the generalized current density I is the A-independent part of the total current
density (the sum of orbital and spin-induced current densities)

I(r) = Jon(r) + Js(r) (2.25)
=I1(r)— (1/c)N(r)A(r) (2.26)
=[1() - N(HAD)]g, |

ie.,
I(r) = Jo(r)+ Js(r), (2.27)

where J is defined in Eq. (2.13). In terms of these generalized Hamiltonians with
explicit spin dependence, H© and Hiy, we can treat a broader range of problems
of matter-EM field coupled systems.

It may be worth mentioning that most of the effective Hamiltonians used for vari-
ous specialized purposes are in fact derived via certain approximation from the first-
principles Hamiltonian discussed above. A typical example is a spin Hamiltonian
for the analysis of spin resonance [6], where one looks at a very small energy range
corresponding to the energy levels of the spin system in consideration, and derives
an effective Hamiltonian of spin operators. Thereby, one adds a consideration on
symmetry to restrict the possible invariant forms of the combinations of spin oper-
ators. The coefficients of such allowed terms are usually taken as free parameters,
but one could estimate them by the perturbational calculation using the basis set of
states including the abandoned ones. Besides the effective spin Hamiltonians, there
are many examples of effective Hamiltonians to describe a particular properties of
matter states and various interactions, such as energy band Hamiltonian with an
effective one-particle potential, Heisenberg model of ferro- and antiferromagnetism,
Hubbard Hamiltonian to study the electron correlation, BCS Hamiltonian for super-
conductivity, Frolich Hamiltonian for electron-LO phonon coupling, etc. All of them
should be derivable from the first principles form of Hamiltonians H ©) and Hiy, as
far as one stays in the weakly relativistic regime of charged particle systems.
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2.2.2 Calculation of Microscopic Nonlocal Susceptibility

We now calculate the current density I (r) of a system of charged particles induced
by the application of a T field A(r, t) to the lowest order of A. For this calculation,
we only need the matter Hamiltonian H (N (2.17), and the matter-EM field interac-
tion Hiy, (2.24). (At this stage, A is just a T field interacting with the matter system.
Later, on looking for a selfconsistent solution, it turns out to be the sum of an inci-
dent field and the one induced by the induced current density.) The induced current
density is written in terms of the eigen values and eigen functions of H®. In this
sense, our result is model independent. Model dependence arises when we evaluate
the energy eigen values and the matrix elements of current density operator for a
particular system. The expression of induced current density is given in a general
form, so that it can be applied to any model systems. The necessity of relativistic
correction should also be judged at the stage of such an evaluation.

Let us consider the Schrodinger equation of a system of charged particles in a
EM field A(r, 1)

oW
ihg =HO + Hy) V. (2.28)

Using the interaction representation W (r) = exp(—i H O /i) U (1), we rewrite the
Schrodinger equation as

0w ~
lhg = Hint(t) ¥ (2.29)
where
Hini(1) = exp(i H Ot /1) Hine exp(—i HOt/h) . (2.30)

Assuming that the matter state was initially in its ground state of H® and the
interaction was switched on adiabatically from the remote past, we can solve this
equation by iteration as

—i rt
U(r) = Wy + 71/ dty Hing(t)) e’ Wo + - - -, (2.31)
—0o0

where the wave function W (—o00) is written as W, the ground state wave function of
H© _(The case of more general initial state described by an ensemble will be treated
in Sect. 5.4.) The factor y = 07 is a positive infinitesimal quantity, representing the
adiabatic switching of the interaction at the remote past.

The induced current density is the expectation value of the total current density
operator I((r) = Jorn(r) + Js(r) (= I(r) — (l/c)]\Al(r)A(r) ) with respect to the
wave function W (¢)(= exp(—iH(O)t/h)\iJ(t)). Let us expand W (7) as
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V() =) a®) (2.32)

where |v) is an eigenstate of HO ie., HO|) = E,|v). Then, for v = 0, we have
ao(t) = exp(—iwot) , (wo = Eo/h) (2.33)
to the lowest order of A, and for v # 0, we have
‘ ’ )
ay(r) = 7 (v] dry exp(—i H™t /1) Hin(11) exp(y 11)[0) . (2.34)
—00
Using the Fourier expansion of A(r, )

A(r.t) =) A(r,w)e™" (2.35)
w
we can calculate the integral over #1 as

t
/ dty (0] Hine (1) exp(y11)]0)

—00

t
= —%Zfdr(v|lt(r)|0)~A(r,a))f dry expli(wyo — w —iy)t]

dr (v|I(r)|0) - A(r, ®) , (2.36)

i Z expli(wvo — w —iy)i]
c Wy —w—1y
= [same expression without 1/c| g

where fiw,g = E, — Ey is the excitation energy of matter. This leads, for v # 0, to

a(t) = - 3SR QLI 11y 10) - A, )

hic Wy —w—1iy

= [same expression without 1/c], . (2.37)

The A-linear part of the induced current density (W (¢)|1(r)|W (¢)) arises in two dif-
ferent ways. One is from the first term (Wo|I(r)| Vo), proportional to lao?, through
the A-linear term of Jo, (2.14), and the other is from the terms proportional to
{aoa;} s or {aga,}’s through the A-linear dependence of a,, with the A-independent
part of I;. The sum of these two terms gives the full expression of the A-linear part
of the induced current density of frequency w as

Ii(r, o) = /dr/ Xed(r, ' 0) - A(r', o) (2.38)
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where the microscopic susceptibility yq is given as

1.
Xed(r, r'; @) = — = (OIN ()10 8(r — r’)

+ % > Lo @) X0y () o () + hy(@)T0(r) X0, ()]
= [sar:le expression without 1/c], (2.39)
in terms of
1 (r) = (ulI(M)v) (2.40)
g(@) = : (2.41)

M@y — o —iy)’

hy(w) = (2.42)

h(wyw + o +iy)

As mentioned in the previous section, the first term on the r.h.s. of Eq. (2.39) is
mainly contributed from the electron density in the ground state (times e>/mc), and
the second term represents the contribution from all the excited states, where the
factor g, (w) and h, (w) give the resonance condition, and the product of two matrix
elements of current density works as position-dependent weighting factors of each
resonance.

The (r,r’) dependence of xcq(r,r’) shows the nonlocal character of the
response, i.e., an EM field applied to the position r’ can induce current density
at a different position r. This nonlocal response occurs within the spatial exten-
sion of relevant wave functions {|v), |0)}. It should be stressed that this nonlocal
character arises from the quantum mechanical extension of the wave functions. The
matter-EM field interaction itself is local, as explicitly given in Eq. (2.10), i.e., they
interact only at the same positions in space. Therefore, we should strictly distinguish
between the “nonlocal response” and “nonlocal interaction”.

The nonlocal response is the characteristic feature of microscopic response. In
the macroscopic response, we generally use a local relationship between polariza-
tion(s) and source EM field, e.g., P(r, w) = xe(w)E(r, »). Thus, the macroscopic
averaging should contain a recipe to reduce the nonlocal response to a local one.
For this purpose, the expression of x.q given above has a very convenient general
form with respect to the (r, r’) dependence, i.e., it is a sum of the products of a
function of r and that of r’. As an integral kernel, this behavior is called separable,
and greatly serves to simplify the solution of the integral equations, as shown below.

2.2.3 Fundamental Equations to Determine Microscopic Response
From the arguments of the previous sections, the fundamental equations to deter-

mine the set of microscopic variables {A and I} in the linear response regime are
the microscopic M-eqs
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13°A  4n
~VAY S = 71@ [: MOIE“]SI (2.43)
and the constitutive equation (2.38). These are the coupled equations to determine
the T components of the two vector fields A and I for a given initial condition. In
the M-eqs 1 t(T) is the source term of A, and in the constitutive equation A induces
1 t(T) (and also 1 t(L) if symmetry allows), and the solution of the coupled equations
gives us a self-consistent set of A and 1 t(T). The L component of I is obtained from
the selfconsistently determined A via the constitutive equation, and A has no L com-
ponent in Coulomb gauge. The case of exciting matter via external charge source,
which introduces an L electric field as initial condition, will be treated in Sect. 5.7.

The initial condition of matter is already taken into account in calculating the
induced current density by choosing the ground state of H© as the matter state at
the remote past as mentioned in the previous subsection. (Its extension to the more
generalized case of density matrix description will be given in Sect. 5.4.) The initial
condition for the vector potential corresponds to the choice of incident EM field
inducing matter polarization, which is contained in the solution of the M-eqs (2.43).
The solution is a sum of the general solution for the homogeneous equation for
1 ET) = 0 and a special solution in the presence of finite 1 ET). The general solution
contains two free parameters corresponding to the two independent solutions of the
second order differential equation. The values of these parameters are chosen to fit
the asymptotic situation, e.g., in the remote past in accordance with the incident
field.

In order to solve Egs. (2.43) and (2.38) in a neat way, we renormalize the
(O|1§7 (r)|0) term of yx.q(r, r’; ) into the resonant terms as given in the Sect. 5.5.
This approximation is valid in LWA and in the non-relativistic regime. In this case,
the microscopic susceptibility is written as

1 _
Xed(r. 1’ w) = - Z [20(@)T0, (N1 0(r') + by (@)1 ,0(r) 10, ()] (2.44)
= [same expression without 1/c],

where

(@) = gv(w) — (2.45)

hw,o

hy(w) = hy(w) — (2.46)

hwy

Using this form in the susceptibility x.q, we can rewrite the w-Fourier component
of Eqs. (2.43) and (2.38) into a set of linear equations for new variables F},,(w)
defined as

Fu(w) = /dr (Wl - Ar, ) . (2.47)
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In terms of {F),,}, the induced current density I(r, w) is written as

1 } i,
Ii(r,w) = . Z (&0 (@) L0y (r) Fuo(@) + hy(@) o (r) Fou(@)]  (2.48)

[same expression without 1/c],

The variables {F},,} depend on the quantum numbers j, v and frequency w, but not
on the coordinate r, and as shown just above, they are the expansion coefficients
of the induced current density in terms of the basis set {1, (r), I ,0(r)}. Namely,
I(r, w) is a linear combination of {F},,,}. Since the basis set {1, (r), I,0(r)} should
be given for any fixed model of matter, we only need to determine the expansion
coefficients { F,o, Foy}.

Taking the w-Fourier component of the M-eqs (2.43), we obtain its general solu-
tion in the form

_ 1 / N oy (T)
A(r,w)=Aog(r,o)+— [ dr Gy(r,r) I, (", w), (2.49)
c

= [same expression with1/c replaced by “0/4”]S1 ,

where Ay is the incident field satisfying the homogeneous equation (for 1 t(T) =0).
The field Ay is a linear combination of two independent solutions of the homoge-
neous equation, with their coefficients to be chosen according to the initial condi-
tion, and 1 t(T) (r, w) is given as Eq. (2.48) with the vector fields I, (r) replaced by

their T components 1 ;LTV) (r). The EM Green function is defined as
— V3G, (r, 1) = ¢*Gy(r,v) = 4ns(r — 1), (2.50)

where ¢ = w/c is the wave number in vacuum of the EM field with frequency o,
and a special solution of G is given as

eiqlr—r’\
/
Gq(r, r ) =

(2.51)

Ir—r"

By applying the operation —V? — ¢ from the left to Eq. (2.49), we can assure that
it is the general solution of (2.43) for frequency w. The scattered field, the integral
part, of (2.49) is also a T-field, which can be seen by taking its divergence and
carrying out partial integration.

There is an another useful expression of the same quantity, where the T character
is carried by the tensor EM Green function G (r, r') as

A(r,w) = Ao(r, ») + l/dr’ G (r.r)- 10, w), (2.52)
c

= [same expression with 1/c replaced by po/47 ], »
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where
1
G (r.r)=Gy(r—r1+ p[Gq(r —r') = Gor —rH]V'V'.  (253)

For details, see Sect. 5.7.1.
In terms of {Fy0, Fou}, Eq. (2.49) can be rewritten as

1 B -
A, @) = Ao, o) + — 3 [20Fuodon(r, @) + by Fo Avo(r, @] , (2.54)
v

= [same expression with 1/c replaced by /47|, .

where

1
Awr.o) =+ [ & 6D ri0) Lt 0) (2.55)
c

= [same expression with 1/c replaced by g /471] §7 0

is the vector potential produced by the current density 7 LT,)) ).
If we further insert this result into the definition of {F,,}, (2.47), it gives us a set
of linear equations for {F,q, Fo,}. In doing so, let us note that we can replace the

current density 1, (r) in Eq. (2.47) with its T component I LTU) (r). This is because
a L-field can be written as the gradient of a scalar function (V f(r)), and because
the integral of the inner product of a L-field and A (T-field) turns out to be zero as

/dr Vf(r)-A(r):—/dr f(ryV-A@r)=0. (2.56)

where we have made partial integration and used V - A(r) = 0. This leads to

Fu(w) = / dr 1) (r) - A(r, 0) . (2.57)

Inserting eq. (2.54) into the definitions of F,o and Fp,, (2.57), we obtain

Fyo = Fv(g) - Z [g’MAUO,OuFMO + BMAVO,MOFO;L] (258)
n

FOv = F()(,(,)) - Z [guAOU,O/LF/LO + I/_l/LAOU,/LOFO/L] (2~59)
n

where

F) = / dr I (r) - Ao(r, w) . (2.60)
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and

Aoz = ——/dr/dr D) Gy v o) I () (2.61)

= same expression withl/c replaced by g /471]

represents the radiative (radiation mediated) interaction energy between the two cur-
rent densities associated with the transitions {v <> o} and {u <> t}. The real and
imaginary part of the diagonal element A, o, gives the shift and radiative width of
the transition energy E,q. (See Sect. 3 of [1].) As mentioned above in connection
with the tensor Green function (Sect. 5.7.1), it is possible to write the radiative

correction in terms of GEIT) (r,r’) as

1
i == [[ar [ @1 ) 6D ) Lty 262

= [same expression with1l/c replaced by 1o /471] S

This rewriting is a rather general feature in describing T (L) field propagation,
i.e., one ascribes the T (L) nature either to the source or to the propagator (Green
function).

For a given incident field, { F| (O)} is a known set of quantities, so that it is straight-
forward to solve the simultaneous linear equations (2.58) and (2.59). The solution
{Fy0, Foy}, directly determines the response fields, A and I. Originally, this scheme
was developed to describe the microscopic variation correctly, as given in [1] in
detail. It has been used mainly for the study of nanostructures, but it can be used
also as a starting theory to derive the macroscopic M-eqs, because it describes both
microscopic and macroscopic spatial variations correctly. This is what we are now
going to do in the following.

Before we proceed to derive the new macroscopic M-eqs and the corresponding
constitutive equation, we give some characteristic aspects of the microscopic non-
local response theory to show that our derivation of macroscopic M-eqs is based on
a reliable foundation.

2.2.4 Characteristics of Microscopic Nonlocal Response Theory

Though the contents of this subsection will not be used directly in the derivation
of the new macroscopic M-eqs, they will show the nature of the higher rank theory
from which we are going to derive the macroscopic theory.

2.2.4.1 Microscopic Spatial Variation

The response fields A and I are expanded in terms of A,,(r, ) and I,,(r),
respectively. Since the basis for the matrix representation consists of the eigen
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functions of H©, they have microscopic spatial variations like atomic wave func-
tions, which is reflected in the spatial structure of A and 1. But, at the same time,
they also contain rather smooth, or macroscopic, spatial variation, as a superposition
of the contributions from infinitely many excited states. The relative weights of the
contributions of individual excitations depend on the frequency range of interest.
In the neighborhood of a particular resonance, the spatial structure of the induced
current density of the resonant transition is dominant. The microscopic nonlocal
theory is a scheme enabling us to treat these effects correctly in principle, and also
in practice within the limit of numerical calculation.

2.2.4.2 Resonant Enhancement of Microscopic Spatial Structure

The selfconsistent solution of response is obtained by solving the equations of the
variables F},,(w), which is the expansion coefficients of I. Since the solution has
resonance effect at each excitation energy of matter, the response fields A and I;
show corresponding resonant behavior. Each resonance is accompanied by a char-
acteristic spatial structure of the resonance fields, so that this structure is enhanced
at the resonance. The microscopic structures accompanying various resonances are
different from one another.

This feature does not exist in the macroscopic case, because the resonances in
macroscopic response are specified by the resonant frequencies and the correspond-
ing residues given by the (mainly first order) moments of the matrix element of the
induced current density. Thus, at any resonance, the spatial structure is specified
only by a wave number, which becomes infinitely large, in the absence of non-
radiative damping, as @ approaches the resonant frequency. This is an unphysical
behavior introduced by the macroscopic averaging. The spatial structure of the res-
onance before carrying out LWA is quite different from the one described by a wave
number. Therefore, unless it is smeared out by a non-radiative damping, we should
be aware of its unphysical nature.

The spatial coherence is closely related with the applicability of LWA. If the
extension of the spatial coherence is comparable to or larger than the wavelength
of interest, LWA is not a good approximation, and we should keep the microscopic
description of the resonance. Bulk excitons are typical examples of this kind. Since
any quantum mechanical excitations has its own coherence, we should judge the
applicability of LWA for each resonance in the frequency region of interest. In
the case of impurity transitions, we can usually neglect the coherence over dif-
ferent impurities, if the density is low. For a high density case, we need to con-
sider that a large number of degenerate transitions occur at various positions in
a medium. Generally, there exists a coupling between the excitations at differ-
ent positions via the Coulomb interaction among electrons, working even if the
overlap of wave functions is negligible. Its main term is the dipole-dipole inter-
action, which is proportional to 1/R? (R= distance between two impurities), and
its strength reflects the dipole moments of the transitions. For a small density case,
average R is large, so that this energy is negligible in comparison with the non-
radiative width of each excitation or the fluctuation of site energy. Then, all the
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excitations can be treated independently, and the spatial coherence has an exten-
sion of a single impurity transition. If, however, the dipole-dipole interaction is
not negligible (due, for example, to the high density of impurities, or to the large
El moment of the transition), the eigenstates of the impurity transitions need to
be diagonalized with the inclusion of the dipole-dipole interaction, which greatly
changes the coherence character of the transitions. By this rearrangement, some
of the eigenstates may have a large spatial extension. (If the impurities are reg-
ularly positioned, all the rearranged states are specified by some wave vector, so
that all of them are extended infinitely.) There is a possibility that metamaterials
might have a situation of this kind. Then, we need to describe the response of such
metamaterials microscopically, i.e., with the nonlocal character kept explicitly. (See
Sect. 4.1.4.)

2.2.4.3 Self-sustaining Modes

The formalism of the microscopic nonlocal response is applicable to a large vari-
ety of matter systems from individual atoms to bulk materials. As discussed in
detail in Sect. 2.2.3, its fundamental equations for linear response are the simul-
taneous linear equations SX = F© (in a matrix notation rewritten for variables
X0 = &vFv0, Xov = hyFo,), where the incident field is included in F©, and
the solution X gives the amplitudes of selfconsistently determined current densities.
The response EM field is obtained by solving the M-eqs with this current density as
the source term. The coefficient matrix S of the equations consist of the eigenvalues
of matter Hamiltonian H () and the matrix elements of induced current density with
respect to the eigenfunctions of H©.

The condition for the existence of non-trivial solution in the absence of an inci-
dent field, i.e., the vanishing of the determinant of the coefficient matrix, det|S| = 0
has a particular physical meaning. It gives the finite amplitude solution in the
absence of incident field, representing the eigen mode of coupled matter excitation
and EM field, which are sustaining each other without the help of incident field. In
this sense, they may be called the “self-sustaining (SS) modes” of the interacting
matter-EM field system.

The eigen-frequency of a SS mode is generally complex, the difference of which
from the matter excitation energy represents the radiative shift and width of the
relevant matter excitation. Since det|S| occurs in the denominator of the solution,
X = SEDFO  the (real) w dependence of X is resonant at the real part of the SS
mode with a width given by its imaginary part. In this way the SS mode frequencies
describe the resonant behavior of the response spectrum.

In the presence of several resonances, they affect each other, so that the exact
positions of resonances (peaks and/or dips) are shifted from the isolated reso-
nances. For an isolated resonance, the complex frequency of the self-sustaining
mode exactly gives the peak position and, in the absence of non-radiative damping,
its half width.
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The realistic picture of the SS modes takes various form. In the case of an isolated
atom, it is the atomic excitation energy with radiative correction. In the case of an
exciton in a non-metallic crystal of infinite size, the condition det|S| = 0 gives the
dispersion equation of exciton — polariton without radiative width. Similarly, various
surface polaritons, such as surface (exciton, phonon, or plasmon) polaritons, are
also SS modes. More exotic examples are the cavity modes of the dielectrics with
a particular size and shape, and the dynamically scattered X rays in a crystal. See
Sect. 3.1 of [1] for more details.

2.2.4.4 Radiative Correction

It is one of the characteristic points of the microscopic nonlocal response theory
that it contains the interaction among the induced current densities via the T and
L components of EM field. The L component represents the Coulomb field due to
the current density (or charge density), and its interaction with matter polarization
is included in the matter Hamiltonian as the Coulomb potential among charged
particles. The interaction among the induced current densities mediated by the T
component of induced EM field plays an important role in this framework as “radia-
tive correction”. This is the interaction energy of the T field produced by a current
density with another current density (or with itself), as defined in Eq. (2.61). Since
the EM Green function connecting the two current densities is generally a complex
quantity, the resultant interaction energy is complex, too. Its physical meaning is
that the continuum of the EM field energy works as a bath for the decay of a matter
excitation energy, giving a finite lifetime to the matter excitation.

This kind of interaction via T field is also taken into account in the macroscopic
M-egs, if we solve them selfconsistently with the constitutive equation. The main
difference is that the radiative correction is defined quantum mechanically with all
the details of matter excitations in the microscopic theory, so that we can calculate
the radiative correction from the first-principles. In fact, we can study the size and
shape dependence of the radiative correction for a given finite matter system. See
Sect. 4.1 of [1].

It is worth mentioning that the radiative width calculated from this general
expression is exact in comparison with the result of QED. For a single atom in
vacuum, the self interaction of an induced current density via emitted EM field of
a given frequency produces radiative shift and width of the current density. The
radiative width (FWHM) is exactly the same as the result of QED, which is usually
given in LWA as

4
r= §q3|ul2 (2.63)

where p is the electric dipole moment of the transition with energy E, and ¢ =
E /hc. (The corresponding radiative shift depends on the details of the wave func-
tions of the transition, so that it cannot be uniquely fixed by the value of u alone.)
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The definition of radiative correction (2.61) is valid also outside LWA. Therefore,
the size dependence mentioned above can be calculated smoothly across the validity
limit of LWA, which allows to discuss the connection of two different regimes, i.e.,
within and beyond LWA. See Sect. 4.5 of [1].

2.2.4.5 Boundary Conditions

It is the most pronounced aspect of the microscopic nonlocal response theory, that
it does not require the boundary conditions (BC’s) to connect the EM fields in- and
outside a matter system. It is a matter of fact for a microscopic theory not to use
BC'’s, because no boundary can be drawn for a microscopic material distinguishing
the in- and outside the matter, and because the fundamental equations SX = F )
to determine the response for a given incident field are complete without BC’s. A
given shape of matter in its ground state defines the BC’s for electrons which govern
the EM response of matter. This allows us to calculate the microscopic nonlocal
susceptibility in a position dependent manner. As we described in Sect. 2.2.2 and
Sect. 2.2.3 in detail, this knowledge of nonlocal susceptibility is enough to deter-
mine the selfconsistent response uniquely. The use of BC’s in macroscopic M-eqs
is a standard technique to solve problems, but it is a specialty only in macroscopic
M-eqs. It should be remembered that no BC is required in the higher rank theo-
ries.

The necessity of BC arises when we approximate a part or all of the induced
current density by a macroscopic one, which is the subject of Sect. 3.7.

2.3 Long Wavelength Approximation (LWA)

We now proceed to make the macroscopic average of the fundamental equations of
microscopic nonlocal response, i.e., the microscopic M-eqs (2.43) and the constitu-
tive equation (2.38). As discussed previously, this means mathematically to take the
LWA of these equations. Since it is an approximation, there is a validity condition
which may be fulfilled or not according to the system in consideration. We will
consider this problem later in Sect. 3.6. In this section, we just apply LWA, leaving
the first few terms of the expansion. This means that we derive the expected form of
macroscopic equations when LWA is a good approximation.

Application of LWA to a microscopic system does not necessarily lead to a uni-
form system in general. It is possible to result in a macroscopically non-uniform
system, as, for example, in the case of an impurity system with macroscopically
non-uniform distribution of density. Such a system would require an additional con-
sideration after introducing a macroscopic description depending on the details of
each problem. In this book, we omit these macroscopically non-uniform cases from
our consideration. However, to complement this point, the case of resonant X-ray
diffraction from a crystal will be discussed in Sect. 4.3.
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The omission of macroscopically non-uniform systems after LWA allows us to
work only in a uniform system, where wave vector k is a good quantum number.
We use a space Fourier transform of an arbitrary field B(r) as

B(r) = &%/dk B(k)exp(ik-r), B(k)= %/dr B(r)exp(—ik-r) . (2.64)

where V is a volume to define discrete k via periodic boundary condition, leading to
the uniform density V /873 of k in the continuum limit V — oo. The (k, w) Fourier
component of microscopic M-eqs is (¢ = w/c)

4 - (1)

K2 — ¢> Ak, w) = S O [MoifT) k, a))] (2.65)

sr

This equation is not affected by LWA, except that both A and I are appreciable
only for small k. (If LWA is a good approximation, all the physical quantities should
mainly consist of their LW components.)

The Fourier component of the constitutive equation (2.48) is

- 1 = - 7
Ik, w) = - > [av@) oy (k) Fuo() + hy(@)T (k) Foo ()], (2.66)
= [same expression without 1/c] s70

and the factor F},, is written in terms of the Fourier components as

V2 - -
Fu(o) = o / dke 1,,(=k)- A(k) . (2.67)

Substituting (2.67) into (2.66), we have

- V2 - -
Ik, ) = m/dk/Z[gv(w)IOv(k)IuO(_k/)

+hy (@) Tt oy (—K)] - A(K) (2.68)

= [same expression without 1/ c] sI -

In evaluating the matrix element of the current density in LWA, we begin with
the operator form of the current density

1(k) = % / dr e *T { Jo(r) + ¢V x M(r)} (2.69)

1 . .
V/dr e~ kT Jo(r) + i%k x /dr kT M.y, (270)

= [same expression without c] Sl
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where J is the A independent part of orbital current density, (2.13)), and M is the
spin magnetization, (2.21), and the second equation is derived via partial integration.
The (uv) matrix element of this operator is given by the same expression with Jo(r)
and M(r) replaced by the matrix elements (| Jo(r)|v) and (| Ms(r)|v).

If LWA is a good approximation, we can expand exp(ik - r) in Taylor series, and
keep the first few terms. These terms are the various moments of (| Jo(r)|v) and
(| M(r)|v). Since the values of the moments depend on the center about which
they are defined, we need to specify the center. In the situation where LWA is a good
approximation, the transition u <> v is usually localized, so that we can choose
a “center” in the region where the wave functions W, and W, have appreciable
amplitudes. Let us denote the center as r. Then, the matrix element of the current
density in LWA is given as

Tt = S2CED

= [same expression without c]

[]W — ik - Quy +ick x MUy +- ] Q.71)
S1

up to the O (k') terms, where

T = / dr (Wl Jo(P)v) | 272)
Qo = / dr (r — P){ulJo)v) . 2.73)
Mff\z Z/dr (| M spin(r)|v) 2.74)

From the form of the one particle operators included in J(r), the matrix element
J wv 1s nonzero when the transition u <> v contains electric dipole (E1) charac-
ter, and Q,w is nonzero for the transition with magnetic dipole (M1) and electric
quadrupole (E2) characters. We can explicitly separate Q,w into the M1 and E2
components as shown in Sect. 5.6. This allows us to rewrite (2.71) as

exp(—ik - r)
\%
= [same expression without c|

T,k []W — ik Q) 4 ick x My, + - ] 275
SI°

where M wv 1 the sum of spin and orbital magnetizations
My =M+ M (2.76)

The explicit form of the orbital magnetization M l(flfb) is given in Sect. 5.6. Sub-

stituting this expression into (2.68), we can express the induced current density in
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terms of the separate contributions of E1, E2, and M1 transitions. Because of the
assumption, at the beginning of this section, of neglecting the non-uniformity in the
LWA averaged system, we should choose the k' = k term in the integral over k" in
(2.68). Supplying (873 /V)8(k — k') (which corresponds to 8 s in discrete case)
in the k’-integral, we obtain

- 1% - - S - g
Ik, w) = = Z [&v (@) Lov (k)T yo(—K) + hy(@) Loo() Loy (k)] - A(K)

= [same expression without 1/c], . (2.77)
i.e., the susceptibility is
Xem(k, ) = % > [av@) v )T o(—k) + hy (@) T o (k) To, (—)]
v
= [same expression without c] sI - (2.78)

Note that the explicit r-dependence in (2.75) cancels out in this expression because
of k = k’. When a same transition occurs at various positions with number density
no, the factor (1/V) >_, is replaced by ng Z/v, where the prime on the summation
sign means that a same transition (at different positions) is counted only once.

The T component of the induced current density, required in the M-eqs (2.65), is

| (2.79)

where
Dk, w) = (1 — kk) - k k=k/|k 2.80
Xem(’w) ( ) Xem(aw)v ( /l |) ( )

The inner product k- (i( - Q) appearing in this quantity is defined as
ok Q=" kekyQye - (2.81)
& n ¢

This allows us to calculate the dispersion equation of the coupled waves of A and

7(T)

I, " in a general form.

2.4 New Macroscopic Susceptibility
We have derived the LWA average of microscopic susceptibility to be used in the

macroscopic constitutive equation. Combining this susceptibility with the M-eqs
(2.65), we can selfconsistently determine the T components of vector potential
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and induced current density. Since a vector potential contains both electric and
magnetic fields, and a current density is written in terms of the matrix elements
of “El, E2, M1- - - characters, this selfconsistent solution describes the complete
(linear) response of a coupled matter-EM field system for T field excitation. (The
L components of E and I, if they are allowed by symmetry, can be determined
from the selfconsistent solution of the T components. See the last argument of this
sub-section.)

The new macroscopic susceptibility relating I, with A can be classified into
0(k%), O(k"), O (k?) terms as

Xem(k, ©) = Xem0(@) + k Xem1 (K, ) + k2 yem2 (k, @) + - - - (2.82)

Each matrix element of current density consists of a sum of E1, E2, and M1 compo-
nents, as seen from Eq. (2.71). Since the products of two matrix elements of current
density are contained in the susceptibility xem in a dyadic form, the first one (on
the Lh.s.) indicates the character (E1, E2, or M1) of the induced current density,
and the second one represents the character of the interaction contributing to the
term. In this sense, we can specify the contributions of (E1, E2, or M1) transitions
in {}emj(w); j = 1,2, 3}.
The term xemo(w) has contribution only from the (E1, E1) transitions as

1 L L
Xemo (@) = — Z [2@)Tov Jvo+h(@) T o Jov] , (2.83)
= [same expression without 1/c], .

In a favorable symmetry condition, this term is related with the conventional electric
susceptibility xe, as shown in Sect. 3.1.3.

The term xem2(w) consists of the M1+E2, M1+E2) transitions, i.e., the (M1,
M1), (E2, E2) terms and their cross terms (M1, E2) and (E2, M1). The (M1,
M1+E2) terms contribute to the current density due to the induced magnetiza-
tions, and (E2, M1+E2) terms contribute to the current density due to the induced
electric quadrupole (E2) polarizations. The M1 and E2 characters can be distin-
guished, not by space inversion, but by time reversal. It will be shown in Sect. 3.1.3
that the (M1, M1) term can be used to derive the magnetic susceptibility yp, and
w = 1/(1 — 4m xp) in the case of non-chiral symmetry.

In contrast, the xemi term consists of the mixed transitions of (M1+E2, E1) and
(E1, M1+4E2) types. In order for this term to be non-vanishing, there must be the
quantum mechanical excited states {|v)}, which are active to both E1 and M1 (or
El and E2) transitions. This is possible only when the system has no inversion
symmetry, i.e., the case of chiral symmetry, or a system with optical activity. In
this case, common poles appear among { xemj(®); j =1, 2, 3}.

If the system has inversion symmetry, all the excited states are classified accord-
ing to the parity, so that the states contributing to E1 transitions and (M1land E2)
transitions belong to different irreducible representations. No excited state is active
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to both E1 and (Mland E2) transitions, so that xem; is zero in this case. Then,
the summation over the index v can be divided into two groups, each of which
contributes to either E1 or M1 (E2), i.e., the excitations contributing to xemo are
different from those contributing to xem2.

Though the induced current density is given as a power series expansion about
k, it would be more physical to decompose it into the current densities due to elec-
tric field-induced electric polarization I, magnetic field-induced magnetic polar-
ization I,,p, magnetic field-induced electric polarization I.p, and electric field-
induced magnetic polarization I, g. Their explicit forms are obtained by the substi-
tution of Eq. (2.75) into Eq. (2.77):

Ieg = — Z [gv (JOv — ik - Q(ez)) (Juo +ik - Q(ez))

A ~ 2.84
(Juo ik Qi) (Jou +ik-Q57) |- Ay Y
= [same expression without 1/c| g
Inp = — k x Y [20Moy(k x My0) + Moo (k x Moy)] - Ak)
mB = % - v Moy v0 v VL0 Ov s (2.85)
= [same expression without c] SI o
—i _ (- L AE2) -
IBZ_ 8v JOv_lk'Qv (k x M)
) x> 5 ( ) ] ) (2.86)
(Juo —ik-QSY) (k x Mo A
(€2)
ImE__kXZI:gUMOU(JVO+lk Q )
(2.87)

+huMyo (Tou+ik-QRY)] - Adk) .

In Sect. 3.1, this result is used to rewrite the constitutive equations in terms of elec-
tric and magnetic polarizations. This is an attempt to reproduce the conventional
form of macroscopic M-eqgs, but the result shows the difference in an essential way.

When the symmetry allows the mixing of the T and L components of response,
there are non-zero elements in xepy describing the L component of current density
induced by the T field A. In this case,

TV (k, 0) = ki - yem(k, @) - Ak, ) (2.88)

is a non-zero vector. The magnitude of this vector is determined, by substituting A
of the selfconsistent solution (A and I D) into the r.h.s. of this equation. If, in this
case, there exists also an external L-field, it induces the T, as well as L, components
of current density. This case is treated in Sect. 5.7 and the result is shown to be
neatly combined with that of the T field excitation in Sect. 3.2.

Thus, the single susceptibility tensor xem(k,w) describes all the possible
situations, including electric and magnetic polarizations, and their mutual inter-
ference effect due to chiral symmetry. It should be stressed that this result is not
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a phenomenology, but a first-principles theory with explicit quantum mechanical
expressions in a model-independent form, which allows both symmetry arguments,
as given above, and numerical analysis of model systems.

2.5 Dispersion Equation

The coupled equations for A (k, w) and 1 t( D (k, w), (2.65) and (2.79), have a solution
when a particular relation between k and w, i.e., dispersion relation, is satisfied.
Such an equation is obtained by substituting Eq. (2.79) into the M-eqs (2.65) as

k> — g Ak, w) = 47” 1Dk, 0) Ak, ) (2.89)

= [same expression with 47 /c replacedby wo]; -
(g = w/c). This is the homogeneous linear equations for the two T components
of A, and the condition for the existence of non-trivial solution is the vanishing of
the determinant of the (2 x 2) coefficient matrix, i.e.,

272
ck 4rc
det |—1— {1+ — X&) (k, a))” =0 (2.90)

[same expression with 47 ¢ replacedby 1/ 6()] S
In the conventional case, the dispersion equation is obtained from the M-eqs V x
V x E = (w?/c?)eE, rewritten by eliminating magnetic field. The condition for
the existence of non-trivial solution of T-character leads to

2k2
det| —1— {(1 447 xo) (A + 47 xm)}P| = 0. (2.91)
w

As mentioned in Sect. 1.5, it looks that the contributions of electric and magnetic
transitions occur as a product in (2.91), while all the transitions in the new dispersion
equation (2.90) occur as a sum of single poles of xem. Since the E1 and (M1 and E2)
transitions are mutually mixed in chiral symmetry, y. and xp will have common
poles, which will lead to the occurrence of second order poles in the eu part of
Eq. (2.91). This is a clear distinction from the new result, and requires explanation.
This apparent contradiction can be solved, in the case of non-chiral symmetry, by
using the magnetic susceptibility defined as M = yg B, as shown in Sect. 3.3.

In the case of chiral symmetry, the dispersion equation of the conventional
scheme needs a modification from Eq. (2.91). For this purpose, a phenomenology
has been used with the name of Drude — Born — Fedorov constitutive equations,
which generalize the relations D = €¢E, B = pH so as to include the effect of
“magnetic field induced electric polarization” and “electric field induced magnetic
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polarization”. The dispersion equation in this case is also different from the new
one eq. (2.90), which will be discussed in Sect. 3.4. Though the form (2.89) is
valid in both chiral and non-chiral symmetries, one could rewrite it in terms of the
susceptibilities defined with respect to the electric and magnetic fields E and B
(not E and H), which leads to a of constitutive equations somewhat similar to, but
essentially different from, the DBF eqs as shown in Sect. 3.1.

If the symmetry of matter is low, the excited states contributing to the poles of
the susceptibilities xem, xeand xm may have LT-mixed character. This aspect is auto-
matically taken care of by these susceptibilities through the pole positions and the
residues of each term of the summands, though the T parts of the susceptibilities are
selected in these dispersion equations. The contribution of pure L modes is excluded
because of the vanishing interaction with A (T-field).
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Chapter 3
Discussions of the New Results

3.1 Rewriting of the New Constitutive Equation

In Sect. 2.4, we have decomposed the new constitutive equation into the terms
due to the electric field-induced electric polarization I,r, magnetic field-induced
magnetic polarization I,,p, magnetic field-induced electric polarization I,p, and
electric field-induced magnetic polarization I,,g, as in Egs. (2.84), (2.85), (2.86),
(2.87). In this form, there are two points of worth noting. The two terms due to
induced magnetizations, I yg and Ig, have the factor k x My, in front of their
expressions. This means that these induced current densities correspond to the form
“V x magnetization”.

The second noteworthy point is that I.g and I, contain the factor (k x M o) -
A(k) at the end of their expressions. If we use the manipulation

(k x My,) - A(k) = —(k x A(k)) - Mo, = i B(k) - Mo, , (3.1)

we understand that these components of the induced current density are the
linear response of the system to the applied magnetic field B. On the other
hand, the induced electric polarization terms, I.g and Ing, contain the factor

(J ov — ik - ng2>) -A(k, w) at the end. Rewriting A (k, o) into —i (c/w) E™ (k, w),
we see that these terms are caused by the interaction with (transverse) electric field.

By using these relations, we can rewrite the I, I,,p, I.p, and I,,g terms, i.e.,
Egs. (2.84), (2.85), (2.86), (2.87), as

le=— (e (Jou - Q57) (o +ik - Q5F)
(70— ik Q) (Jou+ik Q)] B0, 62)
T = 5 K Y [8M0, B0+ Moo, - BV, 33
v
= [same expression without c] S
K. Cho, Reconstruction of Macroscopic Maxwell Equations, STMP 237, 49-75, 49
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1 e _
Loy = — > [a (Too — ik - QFY) o
V v
+hy (700 —ik- QL) Mo, |- Bk . (3:4)
Ing = —— k )3 (&80, (7.0 +ik- Q)

T
i, Mo (JOV +ik- Q)] BV o (3.5)
= [same expression without c|, .
If we put
I.g =ick x Mg, Iyng=ickx Mg, (3.6)

[ImB =ik x Mg, I,g=ikx ME]SI s

the B-induced and E-induced magnetizations, Mg and Mg, are given as

1 _ - - - - - -
Mg (k, ) = + > [avMouM o + hyM Mo, ] - B(k) , 3.7)

Mk, w) = — Z[gvMoU (70+ik-QS)

(T)

iy M (Jou tik- Q((fvz))] BV . (3.8)

Similarly, by using the definition of E- and B-induced electric polarizations

I;g=—iwPg, I.g=—-iwPy, 3.9
we have
Pe= 3 [a (oo — ik Q) (Juo + ik - Q)
ﬁu (.710 —ik- Q) (Jo +ik-QE7 )| Vw0 @10y
Pp=— Z (20 (Jou = ik - Q) Mo
(Juo —ik- Q) Mo, |- Bl (3.11)
(3.12)

In this way, we can redefine the induced magnetizations Mp and Mg, and the
induced electric polarizations Pg and P for general symmetry conditions. This
allows the new definitions of the “electric, magnetic, and chiral” susceptibilities as
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Pg = xeeE, P = xe8B, Mg = xngE, Mp = xmpB. (3.13)

(Though we should write E as E™ more exactly, we may leave it as it is, because
the argument in the next section allows the same form of x.n as the susceptibility
to relate induced current density and L source field E¢x..) The precise expressions
of these susceptibilities are

xer = o [ (Tou = ik Q) (Tuo + k- Q)
+h (;Uo—ik-()(e”) (Too+ik-Q57)] . (3.14)
Yen = —— Z (2 (Jou =ik - Q) Mo
(Jvo —ik- Q) Mo . (3.15)
XimB = V Zvj[guMoquo +hyMyoMo,] (3.16)
XmE = % [éuMOU (w0 +ik-Q)
R Mo (JOU +ik- Q(ez))] . (3.17)

In terms of these new, quantum mechanical definitions of P and M, the micro-
scopic Ampere law, Eq. (1.10) can be rewritten as

ik x (B—4nM)

1
[ik x (—B - M>
Ko
i.e., the same form as the conventional macroscopic one by writing B —4nM = H

and E + 47 P = D. Combining this result with the usual definition D = € E and
B = uH, we have

—i2(E+4rP), (3.18)
C

—iw(eE + P)lgy , (3.19)

€E = (1 +4nxeg)E + 4w xesB [= (€0 + XeB)E + XeBBls; » (3.20)
1 1

—B = (1 —4mw xmB)B — 47w xmpg E |:= (_ - XmB) B — XmEEi| .

" 0 SI

(3.21)

This is the constitutive equations in terms of E and B in the general case includ-
ing chiral symmetry. Though this looks like two vector equations, it is actually
one, because it was derived from the single one I = xemA, or I = xem[A +
(c/iw) Eexq ], including the content of the next section. The Egs. (3.20) and (3.21)
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are those to be compared with DBF constitutive equations, which is done in
Sect. 3.4.
In the case of non-chiral symmetry, these equations reduce to

€E = (1 +4nxe)E [= (0 + xeE)Elg . (3.22)

B = u(l — 47 xmp) B [= La- ,U«OXmB)Bi| , (3.23)
Mo SI

ie,e=1+dmrxgand u = 1/(1 — 47 fmp), OF XeE = Xe = (¢/@%) Xemos 1 =
1 +47 xm = 1/(1 — 47 xmB), i.e., xm = xmB/(1 — 47 XmB).

The new scheme in terms of the single susceptibility xem, can deal with the gen-
eral situation including the chiral symmetry. But the popular trend in the study of
metamaterials, near-field optics, photonic crystals etc. is to use € and w as indepen-
dent free parameters. The criterion to allow this is the non-chiral symmetry of the
system in consideration, as discussed above. This is particularly important in the
resonant region of € and w. If this condition is not fulfilled, the description via “e
and p” has no justification. Even when the use of independent € and p is allowed
in the non-chiral case, one should use, not x,, but yyg, since the matter excitation
energies to describe the resonance are correctly included as the poles of, not the
former, but the latter.

The problem about the statement “the macroscopic average of microscopic mag-
netic field A is usually written as B” described in Sect. 1.5, does not exist in the
present scheme, because the magnetic field is always written as B both in the inter-
action Hamiltonian H;, and in the vacuum EM field Hamiltonian Hg/} without any
change before and after the application of LWA. The macroscopic average defined
in this scheme does not logically allow such a change.

The expressions of the formulas in ST units system, especially in this section, will
need a check from the dimensional point of view, which is done in Sect. 5.8.

3.2 Unified Susceptibility for T and L Source Fields

In the previous subsection, we have rewritten the new constitutive equation in a
form similar to the conventional ones. However, this is limited to the response to
the transverse field A. The response to the longitudinal field is treated in Sect. 5.7,
where the source field is an external L electric field E«q . In order to consider the
general cases of EM response, we have only to combine these two formulations.
In doing so, however, we find it awkward to have constitutive equations for T and
L fields defined with respect to different kinds of field, A for T and Ecxq, for L
field. In this subsection we will show how to unify them, i.e., how to rewrite the
susceptibility xjgrL in Sect. 5.7.2 in terms of yem. The result is quite simple, i.e., the
whole macroscopic constitutive equation is given in the form
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Ik, 0) = Yen(k, @) - [A(k, @) + — Eexi.(k. )] | (3.24)

= [same expression without c] e
where the sum of A and (c/iw) E g represents the general form of source EM field
with T- and L-components.

The induced current density by E¢x contains the matrix elements of the (L-
component of) polarization operator P, as shown in Sect. 5.7.2. The operator
equation J = 9P /3t +cV x M discussed in Sect. 5.1 leads us to J & = a P /3r.
Since we need the matrix elements of P(™ and J with respect to the eigenstates
of matter Hamiltonian H®, we consider the motion of P™ driven by H® by
means of Heisenberg equation, which leads to

JO = (i/h)(H(O)P(L) _ P(L)H(()))‘ (3.25)

Taking the matrix elements of the both sides with respect to the eigenfunctions of
HO we have

(Wl JVP @) = %(EM — E) (PP (1)), (3.26)

which allows us to rewrite xjgr. as

XIEL = —ifi Z [gv(wum(r).l%) (r/)Eivo + hy(@) J o) J 5 () EIJ :
(3.27)
where E,o = E, — Ep. In this way we can rewrite xjgr. in terms of the matrix
elements of J alone.

The manipulation

1 1 +1 1 1
[ } = { - } , (z=ho+i0h) (3.28)
EwFz] Ew z |EwFz Ew

allows us to rewrite xjgL as

] 1
XIEL = —:—0 Z ng(w) - E—O} T I

! L)
+ (@) — Jvo(r)Jg, (r) (3.29)
Eyo
The r.h.s. of this expression is exactly same as the susceptibility x.q (times ¢/iw)
derived in Sect. 2.2.2, except for the difference in the assignment of tensor compo-
nents. Thus, we may write
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c 1
XIEL = T Xed | = 7 Xcd . (3.30)
1w 1w SI

(The L component of the current density induced by the T field is already included
in the susceptibility x.q of Sect. 2.2.2. ) Altogether, we have shown that the 3 x 3
matrix x.g describes the linear response of matter generally for both the T field A
and the L field (¢/iw) EexL.

To derive the macroscopic susceptibility for the Ecxq -induced components, we
can repeat the same calculation as that for the A-induced components, which leads
to the same form of x.n, except for the assignment of the tensor components (z, ¢).
Hence, we obtain Eq. (3.24).

In Sect. 2.4, we decomposed the induced current density into a sum of the current
densities I¢g, Ie, ImB, Img, and they are rewritten as the sum of —iw (Pg + Pp)
and ick x (Mg 4+ Mg) in Sect. 3.1.3. Since this part of the current densities is
caused by the transverse field A, we rewrite them as —iw(Pgr + PB) and ick X
(MB + MEgT) to distinguish T and L electric fields. In the presence of external L
field, we add the induced current densities, I.gr, and I g1, due to the L electric
field. These terms are defined by the same expression as (3.2) and (3.5) simply by
replacing E ™ (k) with E extL(k), and can be rewritten as (—iwPgp + ick x Mgy),
where Pgr, and MEgp, are defined by Eq. (3.10) and (3.8), respectively, by replacing
E® (k) with Eer (k).

Thus, the general LWA form of the induced current density in the presence of
E <y can be written as

I(k,w) = —iwPk,w)+ick x Mk, w) , (3.31)
= [same expression without ¢, .
where
P(k, ) = Ppr(k, 0) + PgL(k, ) + Pp(k, ») (3.32)
M(k, w) = Mgr(k, ©) + MgL(k, ) + Mgk, ») . (3.33)

Using this extended definition of P and M to define

D=E+4nP [=&E+P],, (3.34)
_ 1
H=B-41M [: —B—M} , (3.35)
Mno SI

we can write the macroscopic Gauss law for electricity and Ampere law in the con-
ventional form. It should be stressed that all this reformulation arises from the single
susceptibility xem as a full 3 x 3 matrix for the constitutive equation relating I and
[A + (c/iw)Eex]. Since the T part of the source field A contains both electric and
magnetic fields, this susceptibility describes both electric and magnetic responses.
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It should be stressed that this rewriting does not affect the polariton dispersion equa-
tion, Eq. (2.90).

3.3 New and Conventional Dispersion Equations

The new dispersion equation is (ck/ w)? =1+ (47'rc/a)2) Xem (k, @), while the con-
ventional one is (ck/w)?> = ep (more rigorously, (2.90) and (2.91)). Though it is
usually not explicitly mentioned, the conventional form applies only to the case of
non-chiral symmetry. In the case of chiral symmetry, where one cannot distinguish
polar and axial vectors by their transformation properties with respect to space inver-
sion, electric field induces M, as well as P, and magnetic field induces P, well as
M . In order to describe such an extended situation, a phenomenology called Drude —
Born — Fedorov (DBF) constitutive equations [1] has been used. As will be shown in
Sect. 3.4, DBF equations lead to a dispersion equation different from the new one.
Thus, the new dispersion equation is different from the conventional one in the both
cases of chiral and non-chiral symmetries.

The apparent difference between the two dispersion equations in non-chiral sym-
metry is in the pole structure of xey, and e on the rh.s. of the equations. In
Xem, the contribution of all the quantum mechanical transitions appears as a sum
of single poles, which is a general result of the perturbation calculation given in
Sect. 2.2.2. On the other hand, the poles of the product e appear differently.
Since € is a sum of single poles of E1 (+ E2) character and p that of M1 char-
acter, the contributions of E1 (+ E2) and M1 transitions appear as a product in
€. This apparent controversy can be solved by using the magnetic susceptibil-
ity xg(= xmp for cgs Gauss units, = oxmp for SI units) rather than xn,, where
M = yxgB = xnH. This leads, together with B = uH,tou = 1 + 4y, =
1/(1 — 4m xg), which allows us to rewrite the conventional equation (ck /a))2 =€n

into
2
(5) =% 0]
w 1—47‘[)(]3 I_XB SI ’

ck\? ck\?
=etd4n|— ) x8 |=1+xet+|—) xB - (3.36)
w w

SI

In this form, the r.h.s. is the sum of the single poles due to E1 (+ E2) and M1
transitions, and the magnetic contribution appears with a multiplication factor of
O (k). This fact coincides with the derivation, in Sect. 2.4, of induced magnetization
from the O (k?) term of the induced current density.

This solves also one of the problems of Sect. 1.5, i.e., the k-dependence of . The
apparent difference in the k-dependence of u between the two typical cases of M1
transition, spin resonance and optical (orbital) M1 transitions, is due to the differ-
ent stages of theoretical description. In both types of experiment, a proper analysis
would require the comparison of spectral peak position and intensity with those
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of theoretical prediction. For that purpose, we need to calculate the EM response
of the medium based on the dispersion relation. The frequently used expression
uw = 1+ 4 xm for spin resonance should be rewritten as u = 1/(1 — 47 xg), and
the dispersion equation takes the form of Eq. (3.36). The argument for the intensity
of orbital M1 transition given in Sect. 1.5 is made in accordance with Eq. (3.36).
Thus, the apparent difference in the k-dependence of w is actually the problem of
correct definition of magnetic susceptibility.

It should be stressed that the discussions given above are meaningful only in
non-chiral symmetry. The argument in the case of chiral symmetry will be given in
Sect. 3.4.

3.4 Case of Chiral Symmetry: Comparison with DBF-eqs

For materials with chiral symmetry, where polar and axial vectors are indistinguish-
able, the conventional scheme of macroscopic M-eqs with € and p is not sufficient.
As a symmetry argument within macroscopic regime, it was thought appropriate to
add to the constitutive equations those terms which allow the electric field induced
magnetization and magnetic field induced electric polarization. The generalized
constitutive equations are called Drude — Born — Fedorov equations (DBF-eqs) [1].
In a homogeneous isotropic case, they are written in the form [2]

D =¢(E+BVxE), (3.37)
B =u(H+ BV x H). (3.38)

The parameter B is called chiral admittance, which leads to the different phase
velocities for left and right circularly polarized light in this medium, as shown below.

In Sect. 3.1 we have rewritten the new constitutive equation I = xpmA into
I = —iwP + ik x M, from which we “defined” electric polarization P and mag-
netization M. The source fields of these induced polarizations are T electric field
(iw/c)A and magnetic field ik x A.In the presence of an external L electric field,

~ (L
we add the contributions of E @ induced terms, which leads to

= ~(T) ~ (L) ~
P = xeetE "+ xeeLE " + xeBB, (3.39)

~(T) ~ (L) =
M = xmerE "+ XmeLE " + xmBB . (3.40)

In terms of these P and M , we obtain the Ampere law in the conventional form,
V x H = (1/c)0D/dt, whereby we use

D = (1+4nxE)E +4mxe8B [ = (€0 + xer)E + xeB B, » (3.41)

1
H = (1 — 47 xmB)B — 47 xmg E [= (E - XmB) B — XmEE:| - (3.42)
SI
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Here, we have used a short-hand notation

xeE = xeetE® + xee L EV | (3.43)
xmEE = xmerE™® + xmeL EW . (3.44)

Equations (3.37) and (3.41) are equivalent, if we note B = —(ic/w)k x E. However,
Egs. (3.38) and (3.42) cannot be equivalent. (If E on the r.h.s. of Eq. (3.42) were D,
they would be equivalent.) Therefore, the conventional DBF eqs are different from
the similar expressions (3.41) and (3.42). The essential difference is that the appar-
ently two vector equations (3.41) and (3.42) are originally a single vector equation,
1= XemA, while Eqs. (3.37) and (3.38) are not. This difference manifests itself in
that of the dispersion equation as shown below.

The dispersion equation obtained from 1= Xemz:l is given as Eq. (2.90), where
Xégl) (k, ®) consists of a superposition of single poles corresponding to matter exci-
tation energies. However, the dispersion equation derived from DBF eqs has a dif-
ferent behavior, as shown below. Substituting M-eqs, V x H = —(iw/c)D and
V x E = (iw/c) B into the DBF eqs, we have

€E+ eV X E = (ic/o)V x H =[(i/o)V x H], , (3.45)
pwH +upV x H = —(ic/o)V x E = [(=i/w)V x E], .  (3.46)

These equations can be solved for X =V x EandY =V x H as

AoX = euBE + ip(c/w)H , (3.47)
AY = —ie(c/w)E + epfH , (3.48)

= [same expression without c| S/

where Ag = (c/co)2 — e,u,Bz. From Eq. (3.45), we have eV - E = 0, i.e., E is
transverse. Taking the curl of Egs. (3.45) and (3.46), we have

€eX+eB(VXxVXE)=i(c/w)VxVxH, (3.49)
= [(i/a))V x V x H]SI ,
wY +uf(VxVxH)=—i(c/o)VxVxE, (3.50)

=[—-(/0)VxVxE]q, .

Since both E and H are transverse, the V x V x parts of these equations can be
simplified as V x V x E = k?E and V x V x H = k*H (for plane waves).
Substituting Eqs. (3.47) and (3.48) into these equations, we get

e {enBE + in(c/w)H} + €Bk*AoE = i(c/w)k> AoH , (3.51)

=[(/o)k*AH], .  (3.52)
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pleuBH —ie(c/w)E} + uBk*AoH = —i(c/w)k*AE , (3.53)

= [(—i/w)K*AoE];, . (3.54)

which are the homogeneous linear equations for E and H. The condition for the
existence of nontrivial solution is the vanishing of the determinant of the coefficient
2 x 2 matrix, which gives

(@ - (o) -], o
o) “\ix@ooya) ~|\TxGoye) |- '

For finite B, the refractive index (= ck/w) takes two different values, which
correspond to different polarizations of the eigen modes in this medium, i.e., two
different circular polarizations of this isotropic medium. In this sense, DBF eqs.
give a qualitative description of an optical active medium. However, the dispersion
equation is different from the first principles result. The r.h.s. of the dispersion equa-
tion given above has poles through the w-dependence of € and p. From the form of
the expression, all the poles of the r.h.s. are second order (or higher). This is in sharp
contrast to the result (2.90) in Sect. 2.5, where the corresponding part of the equa-
tion consists of a superposition of single poles. In view of the fact that Egs. (3.37)
and (3.38) are given in textbooks as a typical case of chiral symmetry and used in
research works, this essential difference in the pole structure in dispersion equa-
tion cannot be overlooked. Moreover, the difference between DBF equations and
Egs. (3.41), (3.42) shows their difference at a more fundamental level. For this rea-
son, we have to conclude that DBF eqs cannot be justified from the first-principles.

In contrast, the present scheme provides a general expression of macroscopic
susceptibility xem(k, w), (2.78) in a quantum mechanical form, applicable to both
chiral and non-chiral symmetry. Its O (kl) term, k Xem1, vanishes in non-chiral sym-
metry, so that it plays a central role in chiral symmetry. The O (k°) and O (k?) terms
are also affected by the chirality induced mixing of the eigenfunctions, but the effect
is secondary. Since each element of the 2 x 2 matrix in the dispersion equation
det ](czkz/a)z)l — {1 + (47rc/w2)xél? (k, a))} ‘ =0,(2.90) is at most second order
in k, this dispersion equation leads to a quartic equation of k for a given w. Further,
this would become a quadratic equation of k2 with solutions k = +k; (w), £ko(w)
in the absence of & xemi, i.€., in the case of non-chiral symmetry. The presence of
the odd power terms of k in the quartic equation breaks this mirror symmetry (for
+k < —k). In Sect. 3.8.1, we show an example of this kind. In the neighborhood
of k = 0, dispersion curves show a k-linear behavior. The dispersion curves and the
boundary conditions of EM field allow us to determine the response spectrum of
the system. Thereby, the knowledge of the microscopic character of the resonance
according to this scheme will be a good help for our physical interpretation of the
result.
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3.5 Other Unconventional Theories

3.5.1 Single Susceptibility Theories

There are attempts by Agranovich and Ginzburg (AG) [3], and II’inskii and Keldysh
(IK) [4] to describe the macroscopic EM response of matter in terms of a single
susceptibility, i.e., by using only one of the two polarization vectors P and M, which
had been indicated by Landau and Lifshitz (Sect. 83 of [5]). They renormalize the
whole current density into displacement vector D, or P via

t
P(r,t) = / ar’ J(r,t) (3.56)

—00

and treat it as the single dynamical variable of matter. This P(r, t) contains both
electric and magnetic polarizations, so that the generalized susceptibility defined by

P=xEVE (3.57)

describes all the effect of electric and magnetic polarizations. The vector field for
magnetic field is B(= H).

Though we all share the motivation to give a more general formulation of macro-
scopic M-eqs than the conventional one, there is an essential difference between the
two groups and the present author with respect to the very concept of macroscopic
average. AG and IK reject LWA as a meaningful physical procedure, but the present
author regards LWA, as far as its clear definition is given, as the essential step toward
macroscopic description. AG and IK claim to use a statistical average in terms of
Gibbs ensemble instead of LWA. There is an explicit statement about this point in
Sect. 2.1.1 of AG to supplement their own form of macroscopic M-eqs, i.e., “The
fields E, D, B may vary in anyway in space and time without requiring any kind of
averaging (apart from quantum mechanical and statistical kinds) of the fields with
respect to r. Such averaging is not only unnecessary, but, generally speaking, is
unfeasible in the electrodynamics of media if spatial dispersion is properly taken
into account.”

The present author also uses ensemble average in the case of finite temperature,
but this has nothing to do with macroscopic averaging, as discussed in Sect. 1.6.
In fact, an ensemble average does not erase the microscopic spatial variation of
induced current density. For example, the ensemble average (for T# 0) of the cur-
rent density due to a discrete level of excitation will keep it discrete (apart from the
increased width due to lattice vibrations), with a change only in its spectral weight.
If this transition is localized, LWA is a good approximation, and it can be treated
by a macroscopic theory. If, on the other hand, it has a long spatial coherence, as in
the case of an exciton, the induced current density keeps its long coherence, which
invalidates LWA and a macroscopic description.
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If one uses only ensemble average and drop LWA for a macroscopic description,
as in the comment of AG, how does one distinguish the micro- and macroscopic
responses ? The scheme of the present author starts from the recognition of the hier-
archy of various theoretical frameworks of EM response (Sect. 1.4). The micro- and
macroscopic M-eqs with the corresponding constitutive equations are those belong-
ing to the semiclassical regime, and the approximation separating them is the LWA
applied to the fundamental equations of microscopic response theory. The calcula-
tions of microscopic susceptibility in Sect. 2.2 and 5.7 is essentially same as those
of AG and IK. The refusal of using LWA by AG and IK as the next step to derive
macroscopic susceptibility may indicate that they do not share the understanding
about the hierarchy of the micro- and macroscopic M-eqs with the present author.

As for the use of LWA, our concept is as follows. Depending on the matter sys-
tem of interest and also on the quantity to be observed, LWA can be a good or
bad approximation. When LWA is a good approximation, its use is the simple and
logically acceptable way of macroscopic averaging, and only in this case the macro-
scopic description is meaningful. Whenever the quantum mechanical transitions of
interests have larger coherence length than the wavelength of EM field, we cannot
apply LWA. This kind of situation is frequently encountered in resonant responses,
and it is the case to be handled by the microscopic nonlocal theory in Sect. 2.2.
Typical cases appropriate for a macroscopic description would be the non-resonant
phenomena where no particular transition make a significant contribution. The res-
onant phenomena for localized transitions can also be a subject for macroscopic
description, if we do not want to see the precise dependence on the positions of
localized states. (The resonant X-ray diffraction in Sect. 4.3 is an example of the
position-sensitive case, which should be treated as a nonuniform system.)

The k dependence of susceptibility is generally called spatial dispersion effect. It
will make sense to divide the k dependence into two cases, [a] the k dependence only
in the numerators of susceptibility, and [b] the k dependence also in the denomina-
tors. The case [b] leads to a qualitatively new situation of multi-branch polaritons,
which has been studied as ABC (additional boundary condition) problem for nearly
half a century [6, 7, 8]. However, it is a problem to be treated as a microscopic
response, because the k dependence of denominator arises from that of the transi-
tion energy, which means a coherently extended excited state specified by k (and
material boundaries), an inappropriate situation for LWA. Thus, only the case [a] is
suitable for the macroscopic description. As explicitly discussed in Sect. 2.3 and 2.4,
susceptibility is expressed as a power series expansion with respect to k, reflecting
the Taylor expansion of current density matrix elements. Since long wavelength
means a small |k|, it is quite reasonable to express LWA as a power series expansion
with respect to k. The merit of this expansion is that one can see the meaning of the
expanded terms (moments of E1, E2, M1 transitions etc.) from the quantum mechan-
ical expression of the matrix elements, which gives us the symmetry condition by
which we keep or abandon a certain class of them.

In order to calculate a microscopic susceptibility, one uses a time dependent per-
turbation theory of Schrodinger or Liouville equation with appropriately defined
unperturbed Hamiltonian and perturbation Hamiltonian. In this sense, all of AG, IK
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and the present author get similar expressions. However, IK use the “unperturbed
Hamiltonian” (Hy in their notation) different from others. IK split vector and scalar
potentials into external and induced ones, and keep the induced ones in the unper-
turbed Hamiltonian. It means that this unperturbed Hamiltonian does not represent
a pure matter system, but a coupled one of matter and EM field. In the case of crys-
tals, the excited states of this unperturbed Hamiltonian are polaritons, rather than
excitons and/or LO phonons. This is different from the usual definition of suscepti-
bility with respect to the total (incident plus induced) EM field, the poles of which
represent, not the polariton energies, but the excitation energies of matter. Knowing
this difference, IK discuss the explicit relationship between the two susceptibilities
(Sect. 1.6 of [4]), and show the occurrence of polariton poles in the susceptibility
defined for Hp. This argument establishes the relationship between the two suscepti-
bilities, so that it may seem unnecessary to worry about which susceptibility should
be used.

However, there is a technical detail which becomes significant for nanostructures
having strong interaction with EM field. Generally, the interaction between matter
and EM field leads to the radiative correction (width and shift of excitation ener-
gies), dependent on the “size and shape” of matter and on the “state” of excitation.
For appropriately designed matter systems, there can occur radiative width exceed-
ing non-radiative one [9]. This problem can be handled straightforwardly by our
formulation in Chapt. 2, where the matrix elements of radiative correction appear
directly in the equations to determine the selfconsistent solution. In the case of 1K,
this effect is formally included in the unperturbed Hamiltonian Hy, but the recipe
is missing to calculate the radiative correction for each excited level in a “size and
shape” dependent way.

Though AG and IK are keen in presenting a single susceptibility scheme of
macroscopic M-eqs, they do not put their result in conflict with the conventional
macroscopic M-eqs. Rather than that, Agranovich et al. try to reconcile their result
with the conventional one, by proposing one-to-one correspondence between the
two schemes [10]. In contrast, we claim the explicit differences between our new
result and the conventional M-eqs. Especially, the explicit derivation of the chirality
induced components of susceptibility, x.g and xmg in Sect. 3.2, is a new result
exceeding the phenomenology of DBF constitutive equations.

3.5.2 Use of LWA on a Different Stage

LWA plays an essential role in the present derivation of macroscopic M-eqs from
microscopic ground. Though it has been used also in the conventional ways
of derivation, the one adopted here has a logically and mathematically clearer
definition, and we believe it to be the most appropriate way of using LWA to derive
macroscopic M-eqs in a general form. However, there is a proposal by Nelson [11] to
use LWA in quite a different manner to derive a new scheme of macroscopic M-eqs.
His intension was to build a consistent theory of dynamical response of crystalline
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medium from the first-principles in a unified manner, to avoid “the patchwork of
phenomenologically assumed constitutive relations of so many treatments” (Preface
of [11]).

As a systematic method to describe macroscopic dynamical response (including
EM response) of matter, Nelson applies LWA to the Lagrangian for matter (both
electronic and lattice vibrational) and EM field. In terms of the averaged Lagrangian,
he discusses linear and nonlinear “optics, acoustics, and acousto-optics” of dielectric
crystals. This may well be a meaningful approach to the phenomena related with
these LW modes, though it has a rather unusual form.

However, if it is meant to be a general unified theory of EM response, it contains a
serious drawback, i.e., it abandons the dynamical variables contributing to localized
excitations of matter. By the application of LWA to Lagrangian,the dynamics of
matter is described solely by the LW components of acoustic & optical phonons,
excitons etc. Thus the only contribution to susceptibility is made from these LW
modes of matter, i.e. the susceptibility has poles only at the frequencies of these
LW modes. Since all the dynamical variables of short wavelength components are
eliminated by the LWA of Lagrangian, there is no chance for localized excitations
to contribute to susceptibility.

When we consider a problem, for example, of changing the refractive index of a
material by adding impurities, we need to consider the macroscopic average of the
contributions from localized transitions due to impurities. According to the scheme
of Chap. 2 of this book, we obtain a finite contribution reflecting the density of
impurities and the oscillator strength (or the magnitude of El transition moment)
of the transition. If we use the Nelson’s scheme to this problem, however, all the
dynamical variables to build the localized excitations are erased out on the level of
Lagrangian (and then, Hamiltonian), from which we cannot expect a finite contri-
bution to the macroscopic susceptibility.

Optical phenomena are not always caused by the matter excitations with the
wavelength comparable to the observed light. In fact, the absorption, emission and
scattering of visible lights by atoms, molecules, defects and impurities are the well-
known examples which built the basis of our fundamental knowledge of optical
phenomena. The birth of quantum mechanics was motivated by the interpretation
of the atomic spectra of hydrogen, and the earliest solid state spectroscopy was the
study of color centers in alkali halides, which is a good example of macroscopic
optical problems of dielectrics. These examples are all related with the interaction
of localized electrons and long wavelength lights. If this group of phenomena is not
covered by a theory, one would not call it a “unified” theory.

3.6 Validity Condition of LWA

The LWA in this book is a process of approximation to extract a new set of equa-
tions for the LW components of the variables of EM field (A) and matter (I) from
the more fundamental equations containing all the wavelength components, i.e.,
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from the microscopic M-eqs and microscopic constitutive equations. The new set of
equations contains only the LW components of the dynamical variables, and hence,
it is macroscopic. The description in Chap. 2 clarifies the logical and mathematical
aspects of this procedure. Mathematically, we apply Taylor expansion to (the Fourier
component of) the matrix element of current density for each transition (around each
center coordinate), keeping a few lower order terms. These lower order terms are
described by the lower order (E1, E2, M1, etc.) moments of the matrix element of
current density.

As an approximation, LWA can be good or bad, depending on the case of inter-
ests. The criterion to judge it is the relative size of the wavelength (A) of the EM
field in consideration compared with the coherence length of induced current den-
sities. This corresponds to whether or not we can neglect the higher order terms
of Taylor expansion. Since the induced current density consists of a sum of the
contributions of all the excited states of matter, we cannot always assume that “all”
the excitations have shorter coherence length than a given A. If we need the response
of these modes, we should treat them, not in LWA, but microscopically. The LWA
formulation in Sect. 2.3 assumes that the contribution of these modes is negligible
in amplitude compared with that of remaining modes.

At this point the argument may have a subjective aspect, i.e., which physical
process we want to observe or discuss. For example, an incident field may induce
several different physical processes, each one of which can have different criterion
for the use of LWA. An example is the inner core level excitation of a crystal, which
leads to absorption and emission of light and also a resonant (X-ray) scatterings, as
will be discussed in Sect. 4.3. Though the scattering intensity will be much smaller
than the absorption signal, one can observe it in the specific directions of diffraction,
and this requires a treatment beyond LWA. This example shows that there are cases
where a subjective choice of a physical process may require a microscopic treat-
ment of particular modes together with the macroscopic treatment of the remaining
modes. The standard criterion for the use of LWA is the smallness of the signal inten-
sity due to the LW modes, which need to be treated microscopically, in comparison
with the signal due to the macroscopically averaged short wavelength modes.

The choice of A is connected with the physical quantity and the frequency range
to be measured or discussed, and it should be noticed that this is not the wavelength
in vacuum, but the one in the medium determined by the background polarization in
the frequency range of interest. (If there is a resonance in this range, the contribu-
tion of this resonance should be omitted in estimating the background polarization.)
Once the choice of A is made, one can compare it with all the candidates of exci-
tation modes which will make the main contribution to the EM response of this
system.

A reliable test of the validity of LWA for a given model would be to calculate the
microscopic nonlocal response, and see whether the LW components are dominant
in the response spectra. This theory gives us response spectra properly containing all
the short and long wavelength components of excitations of the matter of interest.
If the amplitudes of the LW components are not dominant in the response spectra,
LWA is valid, and otherwise, LWA is not a good approximation. Though this kind
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of calculation would generally require a large scale numerical treatment, i.e., a suffi-
ciently large size of the simultaneous linear equations of { F,,,,} in Sect. 2.2.3, we can
obtain explicit results for simple systems (e.g., Sect. 4.1.1 of [12]), and, for larger
realistic systems, we know at least the equations to solve. With this kind check of
LWA, we can safely proceed to use the macroscopic M-eqs and the corresponding
constitutive equation.

The derivation of a macroscopic scheme is justified when the validity condition
of LWA is checked properly. Though an accurate check is generally difficult, one
could develop a feeling of valid and invalid cases. In fact, the situations which allow
the description in terms of the macroscopic susceptibilities are rather limited. As a
macroscopic description, the w-dependence of susceptibility may be included with
poles at the energies of material excitations. As to the k-dependence, on the other
hand, its appearance in the excitation energies (in the pole positions of macroscopic
susceptibility) is not allowed. Such a k-dependence would mean that the eigen-
states are coherently extended, an invalid condition for the use of LWA. Only when
the band width (due to the k-dispersion) is negligible in comparison with the level
width (due to phonon scattering or inhomogeneity, etc.), the coherence length can
be regarded as negligibly small, and the use of LWA will be allowed for the macro-
scopic description. In contrast, the k-dependence of the numerator of susceptibility
is acceptable, since the Taylor expansion, the mathematical representation of LWA,
is a power series expansion of susceptibility with respect to k, as shown in Chap. 2.

When we consider the case containing non-negligible LW modes, we need an
intermediate scheme between the microscopic nonlocal and fully macroscopic ones.
In such a scheme, we ascribe microscopic current densities to the modes with
long coherence lengths, and LWA averaged current density to the short wavelength
modes. The selfconsistent motions of the long coherence modes is determined by
a new scheme derived from the microscopic nonlocal one. As the examples of this
case, we discuss (i) resonant X ray scattering from the inner core transitions of a
crystal in Sect. 4.3, and (ii) metamaterials with long coherence modes of excitations
in Sect. 4.1.3.

3.7 Boundary Conditions for EM Fields

When we determine the EM response of matter from the macroscopic M-eqs, we
usually proceed as follows. First, we solve the M-eqs in- and outside the matter
separately, select the incident and the response fields according to the geometry in
consideration, and connect the fields across the matter boundary according to the
EM boundary conditions (BC’s). The physical origin of the BC’s must be in the
matter with a given size and shape, but the BC’s are requested to the EM field. This
is a peculiar aspect of the macroscopic response theory.

In the microscopic response, no BC is required to the EM field, because
the microscopic nonlocal susceptibility contains all the necessary information of
BC’s, requested to the charged particles in matter [12]. The problem of response
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calculation is formulated as a scattering problem, where the response field is
obtained as a convolution of incident field, the position dependent susceptibility,
and the EM Green function describing the propagation of the scattered field. The
information about the material boundary is included in the susceptibility in a com-
plete form, so that the introduction of the BC for EM field is no more necessary.
Based on this understanding at a fundamental level, we can connect the argument
about BC’s between microscopic and macroscopic response as follows.

The introduction of the BC’s for EM field becomes necessary, when we replace
the position dependent nonlocal susceptibility with the position-independent macro-
scopic susceptibility via the LWA of the former. Since LWA erases out the posi-
tion dependence of the susceptibility, the macroscopic description mentioned above
would not contain the information about the size, shape, and geometrical configura-
tion. In order to obtain the meaningful solution for the response from such a position
independent susceptibility, the BC’s for EM field are introduced. This was done
in a very smart way. The BC’s are provided, not from an independent source, but
from the macroscopic M-eqs themselves via Gauss and Stokes theorems. Though
the arguments are found in many textbooks, we reproduce the relevant ones here,
because we use them for the new macroscopic M-egs, i.e., the LW parts of the
microscopic M-egs.

The Faraday law is known to lead to the continuity of the tangential component
of E. Integrating the Faraday law (in differential form) over a closed surface S as
shown in Fig. 3.1, and using the Stokes theorem to convert [ dS - V x E into a line
integral (along the line s enclosing the surface S), we have

11 1
/ds-E:——— dS-B, = ——/dS~Bn : (3.58)

where By, is the component of B normal to the surface S.

Let us choose S as the square ABCD across the surface of matter (at a certain
point on the surface), and s as its periphery ABCD, as shown in Fig. 3.1. By taking
the limit AD, BC — 0, the surface integral on the r.h.s. becomes zero, because B is
finite while the integration area becomes vanishing. This means that the line integral
on the Lh.s. vanishes, leading to

(Medium 1)
surface §
D C
Boundary /
A line s B
(Medium 2)

Fig. 3.1 The closed line s and the surface S enclosed by s for the application of Stokes theorem
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E -sap+E-scp=0. (3.59)

Since sop = —Scp, this proves the continuity of the tangential component of E
across the surface.

Gauss law V - D = 4mrp, is known to lead to another type of BC. In this case, we
take a volume integral of the equation for a rectangular parallelepiped in Fig. 3.2,
which contains the boundary surface at z = 0 between the two basal planes. When
the height & of this parallelepiped goes to zero, the Gauss law

/ dS- D, = 4npSh = [&Sh} (3.60)
N €0 S/
leads to
DO — PP =dxph|,  =drp, = [ﬁ} , 3.61)
€0 Jss

because the contribution of the side surface of the parallelepiped becomes zero. The
superfix 1, 2 denote the two media divided by the surface at z = 0. The quantity
pth (h — 0) represent the surface charge density ps in the macroscopic sense. If
ps = 0, the r.h.s. becomes zero, which means the continuity of the normal compo-
nent of D across the surface. If, on the other hand, there is a finite surface charge
density ps, the normal components of D have a finite difference across the boundary
by the amount 47 ps.

In Sect. 3.2 we showed that the new macroscopic constitutive equation (for
k,® Fourier component) I = xemA + (¢c/iw)xemEexi. can be rewritten as
I = —iw(Pgr + PgL + Pg) + ik x (Mg + Mgt + Mgy), which allows us
to rewrite the microscopic Ampere law into the well-known conventional form
ikx H = (47 /c)ID —i(w/c) D via the definition H = B—4w (Mg+Mgr+MgL)

Medium 1 (z > 0)

Fig. 3.2 Rectangular parallelepiped to relate the volume and surface integrals for the application
of Gauss theorem
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and D = E + 4n(Pgt + PEL + Pp). Since this manipulation gives us a formally
same set of macroscopic M-eqs as the conventional one, we may also expect the
same set of BC’s in terms of the newly defined {E, D, B, H}. However, in view of
the fact that the direct form of the selfconsistent response is obtained in terms of A
(and I'), we provide the BC’s in a form easily rewritable into those for A and E exq..
For this purpose, it is useful to write the macroscopic M-eqs for T and L components
separately in the following form.

The L components arise from the Gauss law of electric charges, and also from
the Ampere law as

V.EV —4xp = [ﬁ] , (3.62)
€0l1sr
4 10EM dE®
Ty - =0 =1V 1 ¢ ) (3.63)
c c ot Jat s

As easily seen by taking the divergence of the second equation, this relation holds
identically in the presence of continuity equation and the first equation. Therefore,
we need to consider only the first one as a macroscopic equation of L component.
The charge density p is not the one in the microscopic M-eqs, which determines
the quantum mechanical details of the matter eigen states. Rather, it is the charge
density to be calculated from the macroscopically averaged current density I via the
continuity equation

pm(r, ) = —iv A, ) . (3.64)
w

(For the static case, i.e., ® = 0, pp, is calculated from the induced electric polariza-
tion P explicitly given in Sect. 5.7.2.)
The T components arise from the Ampere law and Faraday law as

(T (T)
vxH="ym LDy D
c c 0t ot s

VxED - _10B _ 1 9B (3.65)
c ot ot SI

Applying the Gauss theorem to Eq. (3.62), we obtain
n-(EM — EW2y = 47p, = [—] , (3.66)

where n is a surface normal unit vector at the point to consider BC, and ps is the
surface density of the total charge, defined in a similar way as in Eq. (3.61). Thus the
BC for the L-field is given as the difference of the surface normal components by the
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surface charge density (times 47). Using the same manipulation as in Eq. (5.160) of
Sect. 5.7.2, we have

- 4 - I -
Y = —lI(L) = |:—.—I(L):| . (3.67)
iw iwe SI
Since T o is given as
..,(L) ~
ZX(“)A + et Eex. (3.68)

= [same expression without c] s

the boundary condition (3.66) can be written in terms of Aand E extl-
The application of the Stokes theorem to Egs. (3.65) leads to the boundary con-
ditions for the surface tangential components as

4
nx (HY - H®) = M [: 1§T>]SI : (3.69)
C

nx (EW-—E® =0, (3.70)
where the surface current density (of T character) 1 éT) is defined as
IO =1, (h—0). (3.71)

To rewrite these BC’s in terms of A and E exiL, we make use of ED = (jw /C)A
and

H=B—4nMg — 4n Mgy — 4n MEgL , (3.72)

iw
=1 —-47xmp)V X A — 47TXmET?A — 47 XmEL EexiL (3.73)

1 iw
= |:<— — XmB> VXA—XmpT—A — XmELEextL:|
Ko ¢ S

In this way we can write all the BC’s in terms of A and E extL- The general case

described by these BC’s become simplified when the symmetry of the system does

not mix T and L modes (Xe(,if) 0, ) =0; r =¢, n) Further, if the system

is non-chiral, yy,gT = 0, so that the conventional relation H = (1 — 47 xy,8) B (in
terms of the magnetic susceptibility defined with respect to B) is recovered.
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3.8 Some Examples of Application

In this section, we show how to use the new macroscopic M-eqs, taking simple
examples. The general procedure to calculate the response of a given macroscopic
medium is quite similar to the conventional case. The whole space is occupied by
materials with different susceptibility tensors and/or vacuum. First we solve the
dispersion equation in each region, which generally give plural number of solutions.
In order to obtain the response of the system for a given incident EM field, we need
to make linear combinations of these solutions in all the regions plus the incident
and response field, which satisfy the boundary condition at each interface of the
different regions. From the solution of these simultaneous equations, we can express
the response field as a function of the incident field.

The difference from the conventional procedure is that the susceptibility of mat-
ter and the dispersion equation are different from the usual one, and that the field
variable to be used are J, A and Eqxq..

3.8.1 Dispersion Relation in Chiral and Non-chiral Cases

The dispersion relation of the EM waves in the macroscopic medium averaged via
LWA is determined by

det

272
ck 4mc
—1- {1+7X§1>(k,w)” =0, (3.74)

[same expression with 47 ¢ replaced by 1/€o] ¢,

of Sect. 2.5 giving the condition for the existence of finite amplitude solution of
A and induced current density I t(T) in the absence of incident field Ay, i.e., the
eigen modes of coupled EM wave and T current density. The susceptibility X;?R is
given as a power series expansion with respect to k, i.e., the sum of O (k%), O(k!)
and O(k2) -+ terms, which consist of (E1,El), {(E1,M1+E2), (MI1+E2,E1)},
(M1+E2,M1+E2), ... transitions, respectively, as discussed in Sect. 2.4.

In view of the fact that the new susceptibility is obtained by LWA, we may gener-
ally expect that the 0 (kY), O(k1), and O (k?) terms have decreasing magnitudes in
this order. This will be true except for the resonant region of yem1 and xem2, where a
particular term of them can become resonantly large. Unless we concentrate on the
resonances of the weaker components, we may generally expect that the principal
contribution is made by xemo-

Let us use the Cartesian coordinate system (&, n, ), where ¢ axis is parallel to
k. Then, Xe(,? is the 2 x 2 matrix in the (&, n) space. If we keep only the leading
order term O (k9), xg]) is a k-independent 2 x 2 matrix. Choosing a new coordinate
system (&/, ) in the (&, ) space, which diagonalize the 2 x 2 matrix Xe(,?, we can
decompose the dispersion equation into two components



70 3 Discussions of the New Results

2
ck dme I el
(—w ) =1+ x& (), (3.75)
[same expression with 47 ¢ replaced by 1/ eo] s
2
ck drce ]
=) =1+ — x@M (). 3.76

[same expression with 47 ¢ replaced by 1/ eo] s

The (&', ) axes constitute an oblique coordinate system in general. Since the r.h.s.
of these equations does not contain k, it is easy to solve them in the form k =
+ke (w) and k = £k (w).

In using these dispersion equations, where we neglect magnetization, we should

also neglect the magnetization induced current density (cV x M) in considering the

boundary conditions, i.e., the boundary condition r x (H W _ H (2)) = (47 /c) I,

is simplified as n x (l}(l) — i}(z)) = (4n/c) I,. The Lh.s. of this equation can be
expressed in terms of E’s by using the Faraday law B = (c/w)k x E . This allows
us to write all the BC’s in the form of simultaneous linear equations of E’s or A’s,
which can easily be solved. These processes are applicable to both resonant and
non-resonant case of xemo(w).

As discussed in Sects. 2.4 and 2.5, O (k') terms are non-zero in the case of chiral
symmetry. Let us consider the case of Tgq symmetry for k in one of the cubic axis (z-
axis), i.e., £ = x, n =y, { = z. Typical transitions contributing to E1 transition are
those between an s-like state and (py, py, p;)-like states (in the usual notation for a
hydrogen-like atom). In the Ty symmetry, an s-like state has a mixed component of
xyz-like state, and p,-like state has a mixing with yz-like state. This means that the
transition between the s- and p,-like states has non-zero matrix element, not only
for the operator p,, but also for Z ﬁy. Namely, this transition is active both as E1 and
(M1 + E2) transitions. Therefore, the current density produced by a y-polarized light
propagating along z-axis (for which k-rp-AiskZp,Ay) can have an x-component
as

Xem A ~< s+ xyz|pylx + yz >< x + yzlkZpyAyls + xyz > (3.77)

This corresponds to the element Xe(ﬁ,y) k., w), i.e., the O (k') term, of xem. Thus,
if we consider up to O (k") term, the components of Xe@ are given as

(x&, &) = (@, ibhy, (378)
(367 4&) = (ivk, ). (3.79)

where a, b are the w-dependent factors representing the diagonal and non-diagonal
components of the susceptibility Xé,? with the contributions from the (E1,E1) and
(E1, M1+E2) transitions, respectively.
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The dispersion equation reduces to

k\? 4
(c—) =1+ @bl (3.80)
w w

[same expression with 47 ¢ replaced by 1/€g], -

which can be solved in the form k = +k, +k_ where

d‘_i:%[i/§+(52+4€)1/2] : (3.81)

given in terms of simplified notations B =4n|b|/w [= |b|/cweplsy and € = 1 +
(4cajw®) [= 1 + (a/w’ep)]ss. From the form of the matrix xep, Eq. (3.15),
the eigen vectors of these solutions are ~ Ay £ iAy, i.e., right and left circularly
polarized waves. The difference in k; and k_ leads to the optical activity of the
medium, i.e., the phase velocity is different for the two circularly polarized lights,
which is a well-known properties of chiral medium (of cubic symmetry). This effect
appears already in non-resonant spectral region, and in a resonant region it will be
enhanced through the resonant behavior of . As mentioned already in Sect. 3.3,
the present result and that from the DBF-eqs show a qualitative difference in the
dispersion curve in a resonant region (because of the different order of pole).

3.8.2 Transmission Window in Left-Handed Materials:
A Test of New and Conventional Schemes

Let us consider a simple case of non-chiral symmetry. This corresponds to the sus-
ceptibility without O (k') term, i.e.,

Xem(k, ©) = Xemo(@) + K xem2(k, @) . (3.82)

Let us also assume that xen is a diagonal tensor giving two orthogonal directions
of polarization. The dispersion equation split into two independent components for
two polarizations, each of which has the form

k\? 4
(c—) =1 +§[xemo(w)+k2xemz(w)], (3.83)

w

= [same expression with 4 ¢ replaced by 1/ eo] s

with { xemo(®), Xxem2(®)} dependent on each polarization. As discussed in Sect. 2.4,
Xemo and xem2 represent the E1 and {E2, M1} transitions, respectively, so that
1 4+ (4rc/w?) xemo is essentially € in the conventional M-egs. If a M1 type reso-
nance of xem2 occurs in the frequency range where 1 + (4w c/ a)z) Xemo < 0, a LHM
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feature is expected to emerge. In the following, we neglect the E2 component for
simplicity.
The dispersion equation can be rearranged in the form

(%)2 _ 1+ Grc/ot)xemo(@) (3.84)
w 1 — (47 /¢) Xem2 (@)
= [same expression with 47 ¢ replaced by 1/¢],

In order for the real k solution to exist, the r.h.s. must be positive. For the resonance
of xem2 €xpressed as

B

Xem2 (@) =

in the frequency range where 1 + (47¢/w?) xemo < O, the real k solution appears
for w satisfying wy — (478) < w < wp. This is in contrast with the situation in
the conventional scheme based on (ck/w)? = e, which gives the real k solution
in the frequency range higher than wp. Assuming the magnetic susceptibility xm
in the form x(w) = B'/(wp — @ — i0T), one can rewrite the condition u = 1 +
477 xm < O for the appearance of LHM behavior as wy < w < wo+4mp’. Figure 3.3
shows the two dispersion curves mentioned above. Though their forms are very
similar, their positions with respect to the resonance at wq are just opposite. This is
a very fundamental problem, which requires experimental tests or some theoretical
explanation.

1,002 1
w/wqy
1.001 |
1 F
J %
0.999 |
0.998 | - . _ke/wo
-4 ) 0 2 4

Fig. 3.3 Dispersion curves of non-chiral LHM for (A) the conventional xp and (B) the new xem.
The frequency and wave number are normalized by wg and wq/c, respectively. The parameter
values are: € = —1.0, 8§ = 4nB/wy = 4B’ /wy = 0.001
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As a simple experimental test, it would be appropriate to measure the spectrum of
transmission window due to the propagating mode of Fig. 3.3 for normal incidence
of light on a slab. Measuring the resonant frequency (wg) of the magnetic suscep-
tibility of the same sample independently, we can compare the relative positions of
the transmission window and the pole wq. This will be a simple, but definitive check
from the experimental side.

The spectrum of the transmission window according to the new scheme can be
calculated as follows. The slab occupies the region 0 < z < d in vacuum, and the
incident field is polarized along x-axis. For xem with a diagonal form with respect
to (x, y) axes, all the E fields are x-polarized. The field amplitudes of incident
(E;), reflected (E;), transmitted (E;), and the two waves in the medium (E, E;) are
defined as in Fig. 3.4. The reference point (z-coordinate) of each field is marked
by a solid dot in the figure. The arrows for £ and E; indicate the direction of the
group velocity (or that of the decay of their amplitudes).

The solution of the dispersion equation is given as

ke =+2
C

\/1 + (4nc/w2)XemO (3.86)

L = (47/¢) Yem2
= [same expression with 47 replaced by 1/ ceo] sI

where £ = 1 and £ = 2 corresponds to the roots with the positive and negative
imaginary parts, respectively. As discussed in Sec.4.1.1, the solution with positive
(negative) real part has negative (positive) group velocity, and negative (positive)
imaginary part, which is the peculiar point of LHM.

As the boundary conditions, we require the continuity of E and H across z = 0
and z = d, as discussed in Sect. 3.7. The continuity of H(= B — 4w M) can be
rewritten as that of [1 — (47 /¢) xem2]By, which is further rewritten as (ck/w)[1 —
(47 /c) xem21Ex by using Faraday law k x E = (w/c)B. The boundary conditions
atz = 0 are

Z

Fig. 3.4 Configuration of relevant wave components. The reference point (z-coordinate) of each
wave is marked by a solid dot in the figure
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Ei+E =FE+ fLEy (3.87)
Ei—E.=nE|+nyrE> (3.88)
where
. ck %4
fo =exp(—ikad) , ng= jl (1 - TXemZ) , (=12 (3.89)

Similarly the boundary conditions at z = d are

Ei= fiE1 + E; (3.90)
Ei=nfiE) +n2 k> (3.91)

where f| = exp(ikid). The factors fi and f> are defined in such a way that they go
to zero for d — oo.

From the four equations of boundary conditions, we obtain the reflection ampli-
tude of the form E;/E; = a(—1 + f1 f2)/(b + cf1 f>), where

a=m—Dmy—=1), b=m+1Dn2—1), c=m—Dmay+1). (3.92)

In the limit of d — o0, E;/Ei = —a/b = —(n1 — 1)/(n1 + 1), which is the reflec-
tion amplitude for a semi-infinite medium. It should be noted that, though Re[k ] is
negative, Re[n1] is positive in the frequency region of the dispersion branch, so that
|E:/E;i|> = |(n1 — 1)/(n1 + 1)|*> < 1. Namely, it is guaranteed that the reflectivity
never exceeds unity. It is also worth noting that, for d = oo, the incident wave
is connected with, not the kj, but the k; branch which has negative real part and
positive imaginary part, i.e., positive group velocity, corroborating the LHM nature
of this system. Figure 3.5 shows the transmission window due to this propagating

|
|
|
R
I
|
| |
(8) i (A)
| [
05 i [
|
!I
.| )
5 N w/wy
0,099 1 1.001 1.002

Fig. 3.5 Reflectivity spectrum with a transmission window due to the left-handed mode of
Figure 3.3 calculated by (A) the conventional xp,, and (B) the new xem
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mode. For comparison, the result of the conventional method is also given. Cor-
responding to the curves in Fig. 3.3, the transmission window opens in the lower
(higher) frequency region of wq by the new (conventional) method. The calculation
by the conventional method is very similar to the one given above, except for the
replacement of n and n, with

1 ok
ne—n)=— L (0=1,2) (3.93)
1+4nym o

The experiment proposed above would be a crucial test of the two definitions,
M = ymH or M = ypB with the interpretation of the poles of the susceptibil-
ity as magnetic excitation energies. The arguments about the definition of matter
Hamiltonian (Sect. 2.2) and the rewriting of x.q (Sects. 2.4, 3.1) obviously prefer
the latter definition. Since, however, the use of the former definition is still the main
trend today, and since a correct theory should have an experimental support, it is
desirable for the proposed experiment to be performed.
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Chapter 4
Further Considerations

4.1 Consequences to the Metamaterials Studies

4.1.1 Definition of Left-Handed Materials (LHM)

For the conventional definition of LHM, “¢ < 0, u < 0, one needs two indepen-
dent susceptibilities. If we describe the same physical situation in terms of a single
susceptibility, we obviously need a different definition. The common language for
this purpose is, not the susceptibility, but dispersion curve, as explained below. We
give a conventional description of LHM in the first half of this subsection, and in
the latter half, we rephrase the same (but inequivalent) physics by the new single
susceptibility scheme.

The first proposal of LHM by Veselago was made as a medium withe < 0, u <
0 [1]. The dispersion equation (ck/w)? = ep fora plane wave ~ exp (ik - r — iwt)
in the conventional macroscopic M-egs has real solutions k = +(w/c) /€ in this
case. Both € and p are functions of w, and can take positive and negative values.
If ex < 0 in a frequency region, the medium is totally reflecting, because the
dispersion equation allows only evanescent waves. In a frequency region where
€ < 0, u < 0, the medium becomes transmissive due to the existence of propa-
gating modes with real wave number.

The w dependence of € and p is generally written as sums of single poles
according to the lowest order time-dependent perturbation calculation of quantum
mechanics. Except for the very neighborhood of the poles (corresponding to the
excitation energies of matter), both €(w) and p(w) are increasing functions of w
between neighboring poles. (This is due to the positiveness of the residue of each
pole, which is generally the case for materials in equilibrium.)

If we increase w starting from a certain frequency where ¢ < 0, u < 0, both €
and p increase toward zero. This means that the product € is a positive, decreas-
ing function of w, eventually crosses zero and becomes negative. The propagating
modes are allowed only while the product is positive. If we combine this fact with
the dispersion relation k = +(w/c)./€u, the frequency w; for which eu = 0 cor-
responds to k = 0 is a local maximum of the dispersion curve, i.e., as @ decreases
from wy, the corresponding |k| increases. Altogether, the dispersion curve is convex

K. Cho, Reconstruction of Macroscopic Maxwell Equations, STMP 237, 77-96, 77
DOI 10.1007/978-3-642-12791-5_4, © Springer-Verlag Berlin Heidelberg 2010
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toward higher o, and the lower bound of this branch corresponds to the closest
resonance frequency of € or u on the lower w side. (See an example in Fig.3.3(A),
which shows a LHM branch for a resonance of u in the broad range of negative €.)
For the positive k side, the group velocity v, = dw/dk is negative. This is a typical
example of the dispersion curves representing the LHM character.

If we send an incident light in the frequency range of this branch, we can excite
this mode. To determine the amplitude of this mode, we need to apply boundary
conditions to the relevant waves in- and outside the boundary. For normal incidence
of light on a semi-infinite slab, we have a plane wave with one of the wave vectors
k = *(w/c)./€n. For normal (right handed) system, we know that the choice of
positive sign leads to correct answer. What is the underlying reason for it and what
is the correct choice in the case of LHM ?

The right answer is obtained from the consideration of the spatial and tempo-
ral decay of this wave. The (non-radiative) decay occurs through the excitation
of phonons and other electronic transitions. Since the heat bath system consists of
infinitely many degrees of freedom, the direction of energy flow must be from the
EM field to the medium (heat bath). Therefore, the amplitude of the induced (matter
- EM field coupled) mode should be decreasing from the incident surface to the
interior. The change in the phase (and amplitude) of the wave after a distance d is
exp(ikd), so that we need Im[k] > O in order for this change to be a spatial decay,
i.e., a decreasing function of d. Therefore the correct choice is the k with positive
imaginary part when we allow damping effect.

The damping effect in the time region is expressed by considering a positive
imaginary part to w. This is understood by a simple example of damped oscillator
to calculate polarizability (Lorentz oscillator model). Suppose we have an electric
oscillators with mass m, charge g¢, resonant frequency wq exposed in an electric
field Eg(¢). The Newton equation of motion of this oscillator is

2

mo 3 qoLo X moy 4
dt dt

where —K x is the restoring force (Hook’s law, K = moa)(z)), and the last term on
the r.h.s. is the damping force proportional to velocity (y > 0). The solution of

this equation is obtained by Fourier expansion, which leads, for frequency w, to the
induced polarization as

Ep(w) 4.2)

where Ny is the number density of the oscillators. If Ep(¢) is a delta function at
t=0,1.e., Eo(t) = Eg f dw exp(—iwt), the induced polarization as a function of 7

P(t) = % / dwP (w) exp(—iwt) (4.3)
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is evaluated by the residue at the pole of P (w), which leads to the time dependence
~ exp(—iwo — yt/2). This shows that y > 0 leads to the damping of P(¢) in the
positive ¢ direction, which of course leads to the same damping behavior of the
induced field by this P(?).

The general expressions of induced current density, Eqgs. (2.38) and (2.66), have
also the similar pole structure with the imaginary part 0T, so that its temporal
response to §(¢)-like incident field is the (very slow) time decay with 07 /2. Thus,
the analytic continuation of real (k, ) dispersion to the complex w with positive
imaginary part gives a correct behavior of temporal decay in general.

For the calculation of the spectral response (for real w), we need to choose
the appropriate wave number(s) satisfying the dispersion equation, and to set up
the boundary conditions on each relevant surface/interface. If we consider a semi-
infinite slab and a normally incident light propagating in the positive z direction, for
simplicity, we need to consider which of the two solutions k = £k(w) should be
chosen as the wave inside the slab induced by the incident light. From the argument
given above, we should choose the branch with positive Im[k]. This corresponds
to the branch with positive group velocity v, [3]. The reason is as follows. From
the relation dk/dw = 1/vg, or Aw = vgAk, where Aw and Ak are the small
increments from the real (w, k) solution, the relative sign of Aw and Ak is the same
as the sign of v,. For the correct temporal decay, it is required that Aw represents
a positive imaginary part. Then, ve Ak must also give a positive imaginary part. In
order for both Aw and Ak to give positive imaginary part, v, = Aw/Ak must be
positive.

The dispersion curves k = £(w/c),/€n consist of positive and negative k
branches. As seen from Fig. 3.3, the positive v occurs on the negative k branch. If
the medium of this LHM behavior occupies the semi-infinite space z = 0 ~ oo, the
right mode to be connected to the incident field in the positive direction (exp[ikz])
is this mode on the negative k branch with positive ve. This choice gives us the
occurrence of a transmission window in the total reflection range, which is a general
feature of LHM. Since the convex dispersion curve toward higher @ and the occur-
rence of transmission window arise also in the new macroscopic scheme without
using € and p, we can use this feature as a new definition of LHM.

In the non-chiral case, the maximum of the dispersion curve occurs at k = 0, and
the dispersion curve is symmetric for the + directions of k. When such a disper-
sion curve is degenerate for two polarizations, the introduction of chiral symmetry
leads to the k-linear splitting. This gives rise to the lifting of the degeneracy, and in
the neighborhood of k£ = 0 two branches cross linearly with positive and negative
group velocities. Nevertheless, the convex character toward higher w is kept for
these dispersion curves. Figure 4.1 shows an example of this kind corresponding
to the dispersion curves of (3.80). For this calculation, we modified the model for
Fig. 3.3 by adding a mixed character of E1 and M1 transitions to the (degenerate)
single pole. This type of dispersion curves also show the characteristic behavior of
LHM.

Thus the alternative definition of LHM without depending on the use of € and p,
or xe and xp, would be “a medium with dispersion curves of convex form toward
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10 5 0 5 10
Fig. 4.1 Dispersion curves of a chiral LHM for an extended model of Fig. 3.3 by including the
E1-M1 mixed character to the pole on the background of negative €. Both ordinate and abscissa

are normalized by the frequency of the pole as w/wg and ck/wy. The frequency (1 —§) corresponds
to the zero of u in the absence of chiral symmetry, as in Figure 3.3

higher ”. Though this feature is common to both conventional and the new macro-
scopic schemes of M-eqs, the relative position of the resonance frequency and the
dispersion curve are different in these two schemes, as described in Sect. 3.8.2,
which can be a simple test to decide the consistency of the schemes.

4.1.2 Use of (¢, 1) and Homogenization

Today’s popularity of metamaterials study seems to be driven by the idea of free
designing of € and u beyond the hitherto accepted range of these parameter values.
Typical examples are the case of LHM [3], where one needs an exotic situation
“e <0, u < 07, and the case of cloaking [4], where the spatially varying values of
€ according to the form of a body makes the body invisible.

Since these are all man-made substances consisting of an array of the unit struc-
tures, each one of which can be made smaller than the wavelength of EM field. In
order to make theoretical analysis simpler, the response of such a system is replaced
by a uniformly homogenized material obtained from the original one. Usually, the
homogenization (or LWA) is justified by claiming the smallness of the unit struc-
ture in comparison with the wavelength of EM field. As explained in Sect. 3.6, this
justification is not always correct, since the interaction among the induced charge
densities on the unit structures may produce excitations with long spatial coherence.
If we are interested in the resonant behavior of such an artificial structure, we need to
take account of this possibility, because it may well invalidate the homogenization,
unless the non-radiative scattering mechanism is strong enough.

In the narrow definition of metamaterials, it is said or is taken for granted that
they are uniform materials obtained by homogenization. If one takes this defini-
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tion, a rather large group of material systems will be omitted from “metamaterials,
because, among the possible man-made substances, the condition for the homog-
enization will not be generally satisfied. There is, on the other hand, a broader
definition of metamaterials. In fact, the metamaterials made of circuit elements
(L, C, R) are interested in their dispersion behavior [5], i.e., the eigen frequencies
of an extended circuit array depending on the phase difference between neighbor-
ing circuit elements (which is equivalent to the wave number). For this group of
researchers, the existence of large spatial coherence in metamaterials is an impor-
tant subject for metamaterials, which for example may make an antenna emitting
microwaves in a wide angle by changing frequency [6]. In view of this type of activ-
ity, and also of the fact that “the metamaterials with non-homogenized components”
is also theoretically tractable, as will be mentioned in Sects. 4.1.4 and 4.3, it is not
necessary to include homogenization as the necessary condition for metamaterials.

PN 11

4.1.3 “Microscopic”, “Semi-macroscopic’ and “Electric Circuit”
Approaches

Within the semiclassical framework of EM response theory, macroscopic M-eqs are
derived from the microscopic M-eqs by assuming the validity of LWA. This requires
a comparison of the coherent extension of induced current densities and a relevant
wavelength of EM field. Since the former depends on each quantum transition of
matter, it is not rare that the condition for LWA is not satisfied. If such a transi-
tion is off-resonant with the incident frequency, one may rather safely neglect its
microscopic contribution. If, on the contrary, it is resonant, LWA is certainly a bad
approximation to handle the contribution of such a transition. There will be rather
many cases of this kind in both natural and artificial materials. From the viewpoint
of microscopic nonlocal theory, it is usual to treat some group of resonant transitions
microscopically and the rest as a background medium with uniform dielectric con-
stant [7]. This is a mixed use of micro- and macroscopic responses. Both of these
examples show the existence of the matter systems to be theoretically treated by a
mixed use of micro- and macroscopic responses.

Since the mixed use is rather undeveloped from the side of macroscopic response,
we describe two examples in this book. One is the nonlocal response of metamate-
rials in the next subsection, which may be a new concept in a system consisting
of semimacroscopic unit structures such as SRR. The other is the resonant Bragg
scattering due to inner core excitations in Sect. 4.3, which turns out to lead to a
general expression of refraction including chiral systems. It will theoretically be
more reasonable to leave a room for the definition of metamaterials so as to allow a
partially microscopic character.

The macroscopic response is described in terms of susceptibility xem in this
book. In the low frequency regime of EM response, there is a well established way
of describing the response in terms of electric circuit elements, such as capacity C,
inductance L, and resistivity R. In principle, these constants of circuit elements can
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be calculated from the knowledge of the material constants of a bulk matter. The
resistance is a bulk material constant (reciprocal of conductivity) times the length
divided by the cross section, of a wire. The capacity C is the coefficients of the elec-
tric potential as functions of accumulated charge on a sample, and the inductance L.
the coefficient of magnetic potential as a flowing current through the element. For
a simple geometry, this type of calculation will not be too difficult. For a realistic
structure, however, this would require a large scale numerical calculations.

4.1.4 Nonlocal Response of Metamaterials

Taking a broader definition of metamaterials, we consider arrays of unit structures,
which are electronically separated but are interacting with one another through the
induced charge densities. This interaction may cause a long coherence length in the
excitations of matter, which does not justify the use of LWA or homogenization
procedure.

The unit structure can be anything, a quantum dot, a fine particle, or a man-made
piece of matter with particular shape and size. Each one of them will have its own
excited levels contributing to some resonant response to EM field. If the interaction
among unit structures is not important, one could treat the response of the whole
system in terms of homogenized macroscopic susceptibilities. It is essentially the
response of a single unit structure multiplied by the number density. If the interac-
tion is strong, however, some of the excited states may have long spatial coherence,
which should be treated microscopically.

Because of the large microscopic degrees of freedom of quantum dots, fine par-
ticles, and SRR’s, a complete description of the quantum mechanical motions of
matter will be quite difficult. But a fair description will be possible by concentrating
on special modes of excitation, which have strong interaction with EM field. In the
case of a quantum dot, confined excitons are such modes. In the case of a SRR
specified by a conductivity, shape and size, numerical simulations (such as FDTD
or else) give us resonant frequencies and the corresponding current densities [8],
from which we make use of the knowledge of the eigen energy of excited states
(with damping), E,, (—iT’;), and the corresponding current densities, J, (r), where
n =1,2,3,--- represents the mode number of the excited levels. Putting the unit
structures of this kind in a regular lattice, we look for the EM response of this sys-
tem. The induced current density of this array is written as a linear combination of
Jn(r), and the selfconsistent equations for the expansion coefficients {F;,o} can be
built in terms of the eigen energies E, — i, and the matrix elements of Coulomb
interaction and radiative correction (Eqs. (2.86) and (2.87) of [7]).

The interaction between the induced current densities on a different unit cells
takes place via the T and L components of EM field. An induced current density,
generally consisting of T and L vector fields, produces T and L EM fields around it
according to the microscopic M-eqs, and they interact with the T and L components,
respectively, of the current density on the other cell. This interaction can be calcu-
lated in the following way.
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The interaction between two current densities I1(r, w) and I, (r, w) is mediated
by both T and L components of EM field. Using the EM Green function described
in detail in Sect. 5.7.1, we can write the electric field produced by I as

E( _iw AV / /
r,w)_c—2 dr' Gy(r,r’, o) - I(r', o), 4.4)

= [same expression with 1 /c? replaced by o /471] 7 -

This Green function is the sum of T and L components, G;T) and G;L) defined in
Sect. 5.7.1, which produce T and L fields, respectively, by taking a convolution with

~ ~ (T ~ (L - ~

I(r, ). The sum G, = G; '+ G; satisfies V x V x G,—q*G, =4n8(r —r').
Let us divide the induced electric field and current density into T and L compo-

nents as

Er.0)=EPr, o)+ EV@r, 0, Ir,0)=1PF 0)+1VF 0). 4.5)
The T component of E and the L component of I can be rewritten as
EV(r o) =igAr o) =ioAl;, IV 0)=-ioPV(@r o), (46

because of the Coulomb gauge and the T character of magnetization induced current
density. The (time averaged) interaction energy between the EM field (E™ + EM))
due to I1(r, t) and a current density I(r, t) is written as

2 o0
Eimz——”/ da)/dr
¢ J-co
[A¢ ~0) 100 + BV o) PP w)] . @)

= [same expression without 1/ c] E

which can be rewritten in terms of E and I, as

Eint :f dwfdr <l> [E(T> r.—) IV, o+ EV (r, —0) 1P (r, w)] .
o 1)

(4.8)
Thus, by using the T and L parts of Eq. (4.4), the interaction energies mediated by
T and L fields are expressed as

2 [° ~ (Y)
EY — —c—zf_oodw /dr/dr/ IgY)(r,w)-Gq (r—r’,a))'lﬁY)(r’, -w) ,

int
(4.9)
where Y = T or L. This expression is valid for arbitrary I and I, including I =
I,. The term El(nLt) is the Coulomb interaction energy between the induced charge
densities accompanying I and I, as
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o0 —_
gD :2;1/ do /dr/dr’ P21, @) pi(r, —o) (4.10)
—00

nt |I‘ _r/|

which can be easily seen by rewriting the current density via continuity equation
~ (L
V-I+0p/dt = 0 and the explicit form of G; ) in Sect. 5.7.1. On the other hand, ED

is the radiative correction, and plays an important role in the equations to determilll;te
the expansion coefficients F,, (@), Eq. (2.47), of current density. This interaction
energy is complex even for the diagonal element, i.e., for I = I, giving the shift
and width to the resonant energies of matter [7].

The simultaneous linear equations of {F},, Fo,} mentioned at the end of Sect. 2
has a clear physical meaning. If we rewrite the set of equations in terms of a new
set of variables {X 0 = gu(w)Fyo0} and {Xo, = h,(w) Fy,}, the coefficient matrix
is the sum of material excitation energies (plus or minus w) and the radiative cor-
rection. Since the basis of the matrix is chosen as the eigen functions of matter
excitation, the material excitation energies are diagonalized, while the radiative cor-
rection contains both diagonal and off-diagonal elements. The essential point is that
the solution of the coupled linear equations of {X 0} and {X(,} have resonances at
the matter excitation energies with radiative shifts and widths. If we keep only the
resonant part for simplicity, the set of the linear equations to determine {X 0} is

Fi =Y {(Evo — he)duy + Aouo} Xuo (4.11)

v

where A is the matrix element of the radiative correction, (2.61), and the current
density (resonant part) is

1
Ir,0) = - > Xuo Ton(). (4.12)

This scheme can be combined with the problem of regular arrays of unit struc-
tures (metamaterials), in the following way. On each unit cell, we have a set of
local current densities. Their eigen frequencies (with damping) and the correspond-
ing spatial structures can be prepared by a numerical calculation for a single unit
structure, i.e., a single SRR for example. The effect of El(r};) and El(r];[) for a single
cell will be contained, but the inter-cell components are not included in a single cell
calculation. The linear equations to determine {X,,0} is given in a matrix form as

FO =% [E-(T) +EY 4 (B, — i1 — ha)l] X00 - (4.13)

(VN int int
W - v

The suffices wu, v of the matrix elements contain both lattice site index and the
sublevel index (n) of a unit structure. The matrix elements of El(nTt) and El(x];t) are
calculated from (4.9), where I, I, represent the current densities in each unit

structure, distinguished by the cell number ¢ and the internal quantum number n
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of each unit structure. Therefore, the input information is {E,, I',, I, ,(r)}. (Since
we assume a same unit structure in each cell, {E,, I';} do not depend on ¢.) If
the eigen energy is calculated with the effects of the interaction energies Ei(nTt) and

El(ri) then we should omit the corresponding contributions in the matrix elements of

Eq. (4.13). Once we have prepared the coefficient matrix and initial condition F©,
we just invert the matrix to obtain

(T) @) ; ©
Xoo =Y [E + B + (B, — it - hwl]w FS.
“w

(4.14)

which gives the induced current density via (4.12). From this result, we can further
calculate the induced EM field via the M-eqs.

When the interaction EI(I};) and El(;“t) are large for the inter-cell components, it
will lead to the spatial dispersion effect in the resonance energy. Then, the response
will be delicately dependent on the geometry to calculate the response spectra,
which is an aspect missing in homogenized metamaterials systems. Since the above-
mentioned scheme does not have an essential difficulty to prevent the procedure, we
may claim that the nonlocal response of metamaterials can also be treated in this
fashion.

Of course, there are some additional aspects to be discussed about how one takes
the effects of non-resonant components into account. A standard way to treat the
effect is to ascribe a background dielectric constant to the non-resonant part of
susceptibility. If we further assume that this background dielectric is extended to
the infinity, we could renormalize the effect into the EM Green function rather
easily. This will change the estimate of El(nTt) and Ei(nLt). If, however, we want to
treat this background dielectric as a finite confined object, which may cause a cav-
ity effect, we need to prepare a more complex renormalized EM Green function
[9]. The preparation of this renormalized EM Green function is feasible for sim-
ple geometries, such as a multilayer slab or a multi-layer sphere [10]. For such a
case, the procedure mentioned above can be carried out just by replacing G with the
renormalized EM Green function.

4.2 Spatial Dispersion in Macro- vs. Microscopic Schemes

The wave vector (k) dependence of € and p in the conventional scheme, or xem
in the present one, is generally called spatial dispersion effect. The k-dependence
may occur both in the denominators and in the numerators, but, from the view-
point of the physics involved, we should distinguish the k-dependence (a) in the
denominators (and numerators) and (b) only in the numerators. The underlying
physics is as follows. If the k-dependence appears in the microscopic susceptibility,
it reflects the translational symmetry of the microscopic system in consideration.
Unless the k-dependence, especially of the denominator, is negligible, LWA is not a
good approximation, so that we need to stay in the regime of microscopic (nonlocal)
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response as described in Sect. 2.2. On the other hand, if the microscopic system has
no translational symmetry and if LWA is a good approximation, the macroscopic
average of this susceptibility can be expressed as a macroscopic susceptibility xem
with a k-dependence only in the numerator. Therefore, this is the only k-dependence
allowed in the macroscopic description.

If we consider the Taylor expansion of each component of the microscopic sus-
ceptibility up to the O (k?) terms, as we explicitly show for xem(k, @) in Sect. 2.3,
the dispersion equation of the coupled waves of matter and EM field, (2.90), is the
quartic equation of k for a given frequency w. Since the four waves correspond
to the forward and backward propagating waves for two polarizations, there arises
no problem of “additional waves” as in the next case of resonant spatial disper-
sion described below. In this case, the standard treatment of macroscopic boundary
conditions, given in Sect. 3.7, is enough to determine the response uniquely. The
k-linear term in the dispersion equation may lead to a complex situation involv-
ing the mixing of polarizations, but the number of the boundary conditions does
not increase in comparison with the conventional case of non-spatially dispersive
medium.

An essentially new situation arises, when the k-dependence appears in the
denominator of microscopic susceptibility. Though this is the case outside the
macroscopic response, we give an outline of the physics involved in this situation.
The essential point here is that the microscopic eigenstates of the medium are the
coherent waves specified by k, which does not allow the use of LWA. The coherence
effect appears not only in the denominator of susceptibility via excitation energies,
but also in the numerators through the corresponding eigenfunctions. Because of the
k-dependence in the denominator, the dispersion equation becomes a polynomial
equation higher than the quartic equation of k. In the first example of this category
discussed by Hopfield in early days [11], the k-dependence in the denominator was
considered as the O (k?) dependence of exciton energy, which leads to the quadratic
equation of k* as the dispersion equation for a given polarization. This equation
gives four solution for k (for a given polarization), i.e., two waves in a given direc-
tion (forward or backward). Therefore, there is an additional wave in each direction
of propagation in this medium, which gives rise to a famous problem of additional
boundary condition, ABC problem, to determine the relative amplitude of the waves
and, then, the response of the matter uniquely.

How to determine the form of ABC for a given medium with such a spatial dis-
persion effect has been a long debated problem in the physics of excitons [12]. There
have been both phenomenological and first-principles approaches to this problem.
An essential progress has been made by the latter through considering the suscepti-
bility of the medium as that in the presence of surface, which breaks the translational
symmetry of the medium. The solution of M-eqs in terms of such a susceptibility can
determine the form of ABC, which (in principle) reflects the details of the surface
contribution to the susceptibility. Also, it was noticed that the same M-eqs can be
solved without referring to ABC [13], which was an essential seed of the micro-
scopic nonlocal response theory given in Sect. 2.2. The details of this development
is described in Sect. 3.8 of [7].
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Since the spatial dispersion effect in the denominator of susceptibility has a
much more profound meaning than that in the numerator, we should specify which
case is meant on mentioning spatial dispersion effect. To summarize this section, it
should be noted that the only spatial dispersion effect compatible with LWA is the
k-dependence in the numerator.

4.3 Resonant Bragg Scattering from Inner-core Excitations

The arguments in the main formulation in Sect. 2.3 are all based on the assumption
that all the excited states of matter can be treated in LWA. As discussed in Sect. 3.6,
there are various cases where this assumption is not valid, which, however, does not
mean our incapability of handling such cases. In this section, we show an example
of this kind, for which we can present a useful framework to analyze some relevant
experimental results.

If we irradiate a crystal with an X ray which can excite the inner shell of its
constituent atoms, we can expect a resonant diffraction of X ray, which is mediated
by the inner shell excitations. The scattering process reflects how the resonant atoms
are arranged in the crystal lattice. The clearest signal of X ray scattering is that the
change in the wave vector k is equal to one of the reciprocal lattice vectors {G}.
It is a linear process in the sense that the signal amplitude is linear in the incident
field amplitude. Since an inner shell excitation is localized on each atom, which has
much smaller spatial extension than the X ray, it seems to be all right to apply LWA
to the microscopic susceptibility of this process. However, the LWA averaged sus-
ceptibility xem(k, @) obviously does not describe the diffraction process, because
xem (k, ) is the susceptibility for a given wave vector without any change before
and after the interaction with matter.

The key to solve this discomfort is Eq. (2.68) of Sect. 2.3, which shows that
the LWA averaged induced current density can have a different wave vector k from
that of the incident EM field k’. It should be reminded that we picked up only the
scattered fields with k = k’ by assuming the spatial uniformity of the LWA averaged
macroscopic medium. At this point, we should realize the possibility that the LWA
average of a localized inner shell excitation does not necessarily mean the smeared
out distribution of the similar excitations. In other words, we keep the meaning of
Eq. (2.68) as it is, and note that the summation index v contains the positions of
inner shell atomic excitation in a regular lattice, which leads us to the selection rule
k — k' = G. The explicit formulation goes as follows.

The linear susceptibility describing the diffraction process can be obtained in
the following manner. Since we are interested in the resonant excitation of inner
shell transition, we keep only the resonant terms in the microscopic susceptibility.
Dividing the summation index v into the atomic position R and the quantum number
v for the resonant transition of a particular species of atoms in the crystal, we obtain
the resonant terms
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1
Xea(r, 1 ) = = Z ;ga(w)loa(r — R) I’ —R). (4.15)

[same expression without 1/c],

Though the final state of the transition is affected by the surrounding atoms or the
band structure in the corresponding energy range, the induced current density of the
transition is well-localized because of the strong localization of the core state wave
function. When the crystal consists of sublattices, we may write R = r + 7, where
7 is the vector defining the position of sublattices in a unit cell, and 7 is the vector of
Bravais lattice, for which reciprocal lattice vectors {G} are defined as 7 - G = 27 X
integer.
The (k, w) Fourier component of the current density induced by this xq is

- y2 TN - -

Ihw) = -3 % R g5@) Tos (o) 3 S Tsow (k) -
Tc v R /4
Ak, w),

= [same expression without 1/c]s; (4.16)

where the k Fourier component of the matrix element at the site R = r + T is
defined as

7 1 ik I
Loy, (k) = V/dre ke Los o (r — R) = 7° ik-R

/ dr’ e K Tos o (r') (4.17)

to extract the position dependent phase factor from 1 o,z (k). We attach the 7-
dependence explicitly to the matrix element of current density, since a same atomic
transition 0 — v can give different results for different sublattices because of the
difference in the surroundings.

The microscopic current density given above could be used as the source term
of the M-eqs for vector potential. However, in view of the short localization length
of the induced current density at each site, we can apply LWA to the microscopic
current density. Using the result (2.75), we have

I iR (5 = (€2 . -
e ik-R {JOD,, —ik- Q5 +ick x Mog,,} . (418
= [same expression without c]s; .

To3, - (k)

In terms of this LWA expression of 1 ov.z (k), we obtain the current density as a
function of A(k’, w) as



4.3 Resonant Bragg Scattering from Inner-core Excitations 89
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k

= [same expression without 1/c],

The Bravais lattice part of phase factor exp[i(k — k') - F] becomes unity for the
wave vector transfer by a reciprocal lattice vector k — k" = G. Thus, (4.16) gives
the induced current density satisfying the Bragg condition for an arbitrary incident
X ray with wave vector k’. The amplitude of scattered X ray is calculated from the
Maxwell equation with this current density as a source term, which is rewritten as a
set of linear equations for the variables I(k'+G, »)and A(k'+G, ), containing the
incident field Ag(k’, ) as a parameter. The number of G’s to be considered depends
on the strength of interaction. Since X-ray scattering is usually a weak process, even
at a resonance, it will be a reasonable approximation to treat it kinematically, i.e.,
to consider single scattering process alone. This approximation corresponds to the
use of Eq. (4.19) with the A(k’, w) replaced with the incident wave Ay(k’, w). The
scattered wave is polarized perpendicular to k, and the amplitudes of each polarized
component is determined by the projection of I(k, ) on the (unit) polarization
vector e(k) (L k).
The scattering amplitude for a given incident field Ag(k’) is

4
Alk,w) = ——— 33" exp[-itk — k) - R} g5(@)
v R

2 — 22

3 . ~ (e2 . =
X {J()g,r —ik- Q((;:—)?[ +ick x Mop’-[}

x Y {]m,, +ik - QS —ick’ Mgo,,} Aok, w) . (4.20)
k/
= [same expression with 47 replaced by ? MO] s

where k = k' + G.

The uniqueness of this result is that it contains the case of chirality-induced Bragg
scattering in a general form applicable to any inner shell transition and any symme-
try of crystal. Usually X ray scattering is said to be unable to distinguish left (L-)
and right (R-) handed chirality, which is a conjecture derived from the intensity of
the allowed beams. Recently, there has appeared a paper reporting the successful
distinction of L- and R-handed quartz by means of the forbidden beams enhanced
by the resonance with inner shell transitions [14]. The expression obtained above is
suitable to such a description, as shown below.
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At low temperatures, quartz crystals show L- and R-handed distortion around
its trigonal (c-) axis. Both of them consist of triangular sublattices stacked along
the trigonal axis with three layers as a unit. The lattice points of the three lay-
ers are arranged in a three fold rotation symmetry with a non-primitive trans-
lation by c/3, so that the lattice vector characterizing the three sublattices are
t1 = (a1, b1,0), T2 = (a2, by,¢/3), t3 = (as, b3, 2c/3), where the 2 dimen-
sional vectors (ai, by), (a2, ba), (a3, b3) are related with one another by the three
fold rotation around the c-axis. The reciprocal lattice vector in the c-direction is
written as G, = (27 /c)(0, 0, £) for an arbitrary integer £. For any lattice point
R =r + 7, we have

. 2nl .
R - G.=2m x integer + T(]—l), (4.21)

which will be used below.

In a simple theory of X-ray diffraction, we assume a regular array of spherical
scatterers. To calculate the amplitude of scattered waves, we sum up the contribu-
tions from all the scatterers, which is the product of “atomic scattering factor” times
the sum of phase difference of all the scatterers. The latter is

> exp(iR-G) . (4.22)
R

which in the case of (4.21) is zero except for £ = multiples of 3. This means that the
diffraction with G, = (2 /c)(0, 0, £) is forbidden except for £ = multiples of 3.
The result given just above is due to the T independence of the “atomic scat-
tering factor”. The forbidden character of the scattering is generally relaxed, when
we use a resonance condition, since it picks up a detailed electronic structure of
the resonant state, which can be dependent on the sublattices. More specifically,
this relaxation occurs through the lowering of the symmetry of the induced current
densities contributing the resonant scattering. In the case of an isolated atom, there
always exists a set of degenerate excited states belonging to an irreducible represen-
tation of electric dipole (E1) character. Because of the degeneracy, we can choose
any Cartesian framework to express the dipole moments, so that this set of states act
to the EM field as a spherical scatterer. This argument can be checked by Eq. (4.20).
If we can assume spherical symmetry at each site R, we can choose the basis for
{ |v)’s } independent of 7. Then, the summation over T acts only on the phase
factor exp(iG - 7), leading to zero. Thus, non-zero scattering amplitude is due to
the deviation of the site symmetry from a spherical one. This deviation is obvious,
since lattice structures have always lower symmetry than spherical. Even in cubic
symmetry, £ = 2 (or higher) angular momentum states are no more completely
degenerate, so that the contribution from these states will give non-spherical effect.
If the symmetry is lower, even El transitions (£ = 1 angular momentum states) will
split into several levels in a different way for each sublattice . The eigenfunctions
are also affected by this splitting, giving a T-dependence to the matrix elements. All
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these effects will preserve the T-dependence of the matrix elements Jos. Q(()GVZ), Mo;
in Eq. (4.20), leading to the relaxation of the forbidden character of the scattered
beams with G..

A detailed analysis of experimental result of [14] is being done in terms of this
theoretical scheme, which will be reported elsewhere.

4.4 Renormalization of L Current Density into E

4.4.1 Use of EW as External Field

As mentioned in Sect. 2.2, the main part of this new formulation is made according
to the scheme where matter Hamiltonian contains the complete Coulomb interac-
tion. This means that the interaction between the induced L electric field and matter
polarization, which can be rewritten as the Coulomb interaction energy among the
induced charge densities (see below), is, not a part of interaction Hamiltonian, but
a part of matter Hamiltonian. This energy appears as a part of matter excitation
energies defining the poles of susceptibility, and has been called LT splitting energy,
electron-hole exchange interaction, or depolarization energy. Thus the EM field
inducing matter polarization is E™ alone, while E(™ is an internal quantity. For a
T-field incidence, the physical variables to be determined selfconsistently are A and
I j.e. the T-components of EM field and induced current density. In this process
there is no need of considering E®™ and P®, as long as the Coulomb potential is
properly handled in the quantum mechanical calculation. If one dare to know E®
and P they can be calculated by using the selfconsistently determined values of
A and the T-L mixing components of xem. The case of L-field incidence caused by
an external charge density is described in Sect. 5.7.2.

There is an alternative scheme to treat the induced E™ as, not an internal,
but an “external” field even in the absence of external charge density. In this
case, — [ P-EMdr is the interaction between “external” field E™ and matter. This
point of view requires a change in the definition of matter Hamiltonian and matter-
EM field interaction, as discussed below. The interaction energy — [ P - E O dr can
be rewritten, in terms of the induced charge density p, as

_/p.E(Udr:/drfdr P.v p(_rr)| (4.23)
_ —/dr/dr’V-P(r) plr ),| (4.24)

r —r
_ / f dr /”|(r’)_p£’|) (4.25)

which is the Coulomb (self-) interaction energy of induced charge density H.
Since this energy appears in the presence of induced polarization or induced charge
density, i.e., in the excited states of matter, it is a part of the Coulomb interaction
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among the charged particles of matter. If we treat this energy as the interaction
between matter and EM field, we have to subtract this part of Coulomb interaction
from the (original) matter Hamiltonian in order to keep the consistency within the
total Hamiltonian.

Since this affects the eigenvalues and eigen functions of matter, this new choice
requires a certain modification of EM response theory, which we describe in this
subsection with a stress on the difference compared with the scheme used in the
description of Chaps. 2 and 3. If we use them properly, the two schemes should pro-
duce the same response. However, there can arise a difference in judging the validity
of LWA to derive macroscopic M-eqs, which is discussed in the next subsection.

In the scheme of Chap. 2, the matter Hamiltonian H ), (2.17), is the sum of
kinetic energy and full Coulomb potential (and relativistic corrections), and the
interaction Hijp, (2.24), contains only T-field A. In the new scheme of EM response,
the matter Hamiltonian is

A =HO _ g, (4.26)

and the matter - EM field interaction is

Hin = Hin — / dr PO . EV (4.27)
where E® is the sum of incident and induced L-fields as

r/
EV@)=-v / dr’ % + Eexat - (4.28)

In the interaction Hamiltonian, the first part Hjy takes care of the response of the
T-components, and the second part — [ dr P® . EW that of the L-components. In
chiral symmetry, A can induce PL (or J (L)), as well as J(D, and E .y can induce
JD aswellas PD.

The calculation of microscopic susceptibilities and the application of LWA go in
a very similar way as in Chap. 2 (for T-response) and Sect. 5.7.2 (for L-response).
What we need anew is to use the eigenvalues and eigenfunctions of the new matter
Hamiltonian H©, which changes the positions of poles and their intensities. The
constitutive equations in this case are

[(k, ®) = Jem(k, w) A(k, ®) + fiEL(k, ) E® (k, w) | (4.29)

where ¥em and xjpL are defined in the same way as xem and yjgL in terms of the
energy eigen values and eigen functions of H(®.

In terms of the new susceptibilities and the source fields { Xem, XJEL, 4, E (L)}, we
can make a similar selfconsistent scheme as that in terms of {xem, XJEL, A, Eext}-
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For high symmetry cases where L and T modes do not mix, the first and second term
on the r.h.s. describes the T and L response, respectively. When LT mixing occurs,
we pick up the T and L components of the response as follows. The T-component of
I(k, w), needed for the M-eq of A, is obtained by applying the projection operator
1- IAclAc) - I(k, w), and the L-component of P, to be used in Eq. (4.28) viaV - P =
—p,is PO (k, w) = (i Jo)k - I (k, »).

The change in the pole positions due to the change in the matter Hamiltonian
is reflected in the conditions for the eigen modes of L character. In the case of
Xem and xjgL, the poles represent the transition energies of H ) containing He, SO
that the T and L modes energies are directly included in the pole position. In fact,
10 = XJEL E ex indicates the presence of finite amplitude L-mode current density
I'® for vanishing E e when xigr goes to infinity, i.e. at the excitation frequency
of a L-mode. On the other hand, the poles of xyg, do not have the contribution of
H,., but the equation

EV = —47PW + Eoqu (4.30)

which is an extension of (5.160) by including the incident L field, indicates that the
condition for the existence of finite amplitude solution of E® in the absence of
Exy is

14+ 4mxmEL =0. 4.31)

This means that, though the susceptibility xjgr, does not have the poles at L mode
excitations, it provides the eigen mode condition for them. It should be noted that
this is the same condition as €1, = 0 in the conventional macroscopic M-eqs, which
is the direct consequence of the conventional definition of x. as P = x.E and
€ = 1 + 4m xe, where E contains E @) In this sense, the conventionally defined .
should be calculated from the matter Hamiltonian H©.

4.4.2 Difference in the Criterion for LWA

The validity condition of LWA is that, among various quantum mechanical excita-
tions of a matter system, we can neglect the contribution of those with long range
coherence in the spectral range of interest. A simple example allowing the use of
LWA is an assembly of impurities (of a single species, for simplicity). The support-
ing argument is that the spatial extension of the wave functions of the transition is
well localized in comparison with the wavelength of the EM field corresponding to
the transition energy. In this argument, we usually neglect the dipole-dipole inter-
action between different impurities, which is the leading term of H., Eq. (4.25). If
we consider this interaction among the impurities, it will cause reorganized energy
levels with a certain distribution, or, if the impurities are in a regular lattice, a band
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structure. In any case, it will lead to a band of new energy eigen values. If this
band width is larger than the (non-radiative) width of the impurity levels, we cannot
neglect the LW coherence of matter excitations, so that LWA is not a good approxi-
mation. The validity condition of LWA is therefore the larger (non-radiative) width
of the impurity levels than the band width due to dipole-dipole interaction.

However, if we replace such impurities with split-ring resonators (SRR’s) to
make metamaterials of desired resonant frequency, we need to reconsider the valid-
ity of LWA in homogenizing the contributions of SRR’s to obtain an effective
macroscopic susceptibility. Especially, if we want to get a high resonant frequency,
one uses small structures containing coherent motions of electrons, or plasmons,
which produce large amplitude charge densities on each SRR.

The various resonances of a SRR are accompanied by different modes of such
charge densities. A high resonant frequency is caused by a strong restoring force,
which means that the mode is accompanied by a large amplitude of charge density.
This contributes, not only to the high resonant frequency, but also to the large inter-
SRR interaction through the long range nature of the Coulomb interaction between
charge densities. (The overlap of wave functions is not needed for this interaction.)
This inter-SRR interaction leads to the formation of the coherent excited states
among the SRR’s. Then, each of the coherent state has different eigen frequency
with a fully extended wave function over the positions of all the SRR’s. These new
eigenstates have a band of eigen frequencies. (If SRR’s are arranged in a periodic
lattice, there arises an energy band structure for the excited states.) If the band width
is larger than the width of each level, one cannot neglect the coherence. In other
words, LWA or homogenization is not applicable to this system.

Now, if we take the scheme with “H©, Flim”, the eigenstates of matter are
constructed without H.., so that the coherence of induced polarization due to the
interaction of charge densities is not brought in the eigenstates. Therefore, if we
judge the validity of LWA for these eigenstates, an important factor will be missing.
Thus, there is a possibility in this scheme to make a mistake in judging the validity
of LWA.

In contrast, the scheme with “H© | H; . contains H.. in H®, so that the long
range coherence of induced polarization is determined solely by H®. Since all the
elements contributing to the coherence of eigenstates are considered in H?, we can
make a correct decision about the validity of LWA, in contrast to the scheme with

“FI(O) ) Hint”-

4.5 Extension to Nonlinear Response

The higher rank theory which we use for the derivation of macroscopic M-eqs is the
microscopic nonlocal response theory consisting of the microscopic M-eqs and the
microscopic constitutive equation. The latter is given as a power series expansion
with respect to A(r, ») in the form of integrals containing various susceptibilities as
integral kernels. Since these kernels are separable, the N-th order nonlinear induced



4.5 Extension to Nonlinear Response 95

current density is an N-th order polynomial of the factor

Fuy(w) = /dr (n|I(r)|v) - A(r, o) (4.32)

for various combinations of w, v and w’s, including the linear case N = 1. (See
Sect. 2.6 of [7].)

For example, one of the eight components of the third order nonlinear cur-
rent density is given, for the field components with frequencies w1, wz, @3, as
(Eq. (2.119) of [7])

J 1o 4o = =YY Pl @) P @)l 1 l0
(he)? £t £t £ (w0 — Q3) (wov — Q) (@05 — Q1)
(4.33)
where Q3 = w3 +i0", @ = w3 + wr + 01, Q1 = w3 + w2 + w + 0T,
and w,, = (E, — Ey)/h. The EM field components included in the F},,(w)’s
have various frequencies and polarizations, and the solution of such (microscopic,
nonlinear) constitutive equations and M-eqs turn out to be the solution of simulta-
neous cubic equations of F,, (w)’s. In general, it is possible to rearrange the integral
equations for the N-th order nonlinear problem into a set of N-th order polynomial
equations of Fy,,(w)’s [7]. By including enough number of the transitions in the
calculation, the microscopic spatial structure of the EM response is reproduced by
such a calculation.

For the macroscopic description, we need LWA averaged microscopic constitu-
tive equation. Since the integration coordinates included in various factors F,, (w)’s
are independent, LWA can be done for each F),, (w)’s separately. Thus, the process
of LWA is equivalent to the Taylor expansion of each factor F},,(w) where we retain
only a few leading terms representing the moments of I, (r) with E1, M1, E2, ...
characters.

In the case of linear response, we have the factors F),, () appearing as a product
of the form I, (w) Fy,o(w) or I,o(w) Fo,(w) in the susceptibility, which contains a
single intermediate step |v) between the initial and final states. On the other hand,
the N-th order nonlinear susceptibility contains N different intermediate steps. For
N=3, we have |u), |v), |o) as shown in the example given above. Via Taylor expan-
sion, each factor F,, () is expressed as a linear combination of the moments of
I,,(r). Generally, the lowest moment (E1 transition) is the main contribution, so
that a large contribution will occur for the process connecting the initial and final
states (|0)) via the E1 transitions alone. If the frequency of the EM field inducing
each E1 transition is resonant to the corresponding transition, the intensity of the
whole nonlinear process will become large. If some of the transitions are E1 for-
bidden, then M1 and/or E2 components will contribute to the finite amplitude of the
whole process. This mixture of E1 and (M1, E2) characters can occur for any system
including non-chiral case. This feature is different from the linear response, where
the mixture of E1 and (M1, E2) transitions is expected only in chiral symmetry.
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The merit of the present approach to the macroscopic description of nonlinear
response may not be so obvious because of the complexity of the macroscopic non-
linear susceptibilities in terms of the quantum mechanical eigenvalues and eigen
functions. For non-resonant processes such a representation does not have much
meaning. If one focuses on a particular resonant nonlinear process containing E1
forbidden transitions, there will be a chance for this kind of scheme to show its
merit, because it allows the precise description of the resonant nonlinear process
with explicit evaluation of E1, E2, and M1 components.
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Chapter S
Mathematical Details and Additional Physics

In the previous sections, some mathematical details and additional physics are
omitted for the purpose of showing the central line of description straightforwardly.
In this chapter, the omitted subjects are given in detail. Each section is independent,
and the related subjects are given in subsections. Some of the problems can be found
in other books or papers, but they are reproduced here for the sake of self-containing
description.

5.1 Continuity Equation and Operator Forms of P and M in
Particle Picture

The continuity equation (1.5) or (1.16) represents the charge conservation during the
motion of charges. Therefore, unless we consider those phenomena such as electron-
positron pair production by photon in the relativistic regime, it is expected to be valid
for usual EM phenomena in non-relativistic regime, both in the continuum and the
particle picture of matter. But it will be of some interests to see its validity in particle
picture by explicit mathematics. This is shown by the Fourier representation of the
properly defined forms of p(r) and J (r) [1]. In the same manner, the operator forms
of P and M satisfying the relations expected in macroscopic M-eqs. are given.
The expressions of p(r) and J(r) in particle picture

pr) =) ecdr—re) (5.1
t

Jr) =Y e 8(r —ry), (5.2)
14
are Fourier decomposed as
% . 14 ;
p(r)=——= [ dk ppexp(ik-r), J(r)= —/dk Jrexp(ik-r), (5.3)
8n3 8m3

K. Cho, Reconstruction of Macroscopic Maxwell Equations, STMP 237, 97-131, 97
DOI 10.1007/978-3-642-12791-5_5, © Springer-Verlag Berlin Heidelberg 2010
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where V is the volume for periodic boundary condition to define discrete k’s and is
supposed to take the limiting value oo, i.e., Zx — (V/87%) [ dk in the continuum
limit. Their Fourier components are

Pk = Zeg exp(—ik-rp), Jrp= Zegw exp(—ik -ry) . 5.4)
¢ ¢

The time evolution of p occurs through that of each particle, so that we have

X oL 87132 [ dkectwr ko expiik- r=ror. 55)

and

vos="Y [akUp ko explik-r) = 2‘;

. (5.6)

In this way, the continuity equation is explicitly shown to be valid in particle picture.
The microscopic definition of electric and (orbital) magnetic polarizations, P
and M, respectively, is given as (Sect. IV.C of [1])

1
P(r) =/ du Z eery 8(r — ury) , (5.7)
0 ¢

1 1
M(r):;/ u du E ey X vy 8(r — ury)
0
¢

1
|:= / u du Z eory X vy §(r — ury) :| . (5.8)
0 ¢

SI

This definition satisfies the expected relations

V.P=—p, (5.9)

oP oP
J=—4+cVXM |=—+VxM (5.10)
ot ot s7

for charge neutral systems.
The Fourier component of V - P(r) is

1
(V- P =/ du ) egik - re)exp(—iuk - ry) | (5.11)
0 ¢
==Y ecexp(—ik-re)+ ) e, (5.12)
14

= (P + Zee , (5.13)
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which shows the validity of V - P = —p for charge neutral systems () _ e, = 0).
The Fourier component of d Py /9t is

P a (!
8_tk = A duXe: egrygexp(—iuk - ry)

1
:/ duZez {(vg — iure(k - vo)yexp(—iuk - ry) (5.14)
0
4
The Fourier component of ¢V x M is

(cVxMy=i /Ol udu Zegk X (r¢ x ve)exp(—iuk -ry),
¢
[=x Mg, (5.15)
The vector triple product is rewritten as
kx(rgxvy)=((k-vo)re— (k-ry) vy (5.16)

The contribution of the first term on the r.h.s. cancels the second term in the braces
of d Py /dt, and the remaining contribution is rewritten as

1
—i/ udu Zeg(k -rg) veexp(—iuk - ry¢)
0
¢
! d
= Zem/ udu — exp(—iuk - ry) (5.17)
7 0 du
which, via partial integration, leads to
1
> evvy {exp(—ik - ry) —f du exp(—iuk -ro)} . (5.18)
0
[

The second term on the r.h.s. cancels the remaining first term on the r.h.s. of
Eq. (5.14), and the final result is

oP
a_tk +ick x My, = ;e@w exp(—ik -rg) = Jyi ,
Py .
=—+4ikxMyp=J; (5.19)
ot S7

which is the Fourier representation of Eq. (5.10).
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5.2 Equations of Motion Obtained from Lagrangian L

The Lagrangian for interacting EM field and charged particles in general is

1 ey
L=Y" {Emw% —eed(ro) + —ve - Alre) } + Lem
¢

1
|:= Z {_mévg —ep(re) +eqvg - A(ry) } + Lem :| (5.20)

2
¢ SI

where

L—dL l%VZ(VAZ
EM_/rSJT (c8t+ ¢)_ A

|: ] { <8A | 1 2} :|
- - /dr o (22 + qu) — — (VxA) (5.21)
2 at o

SI

is the Lagrangian for vacuum EM field. In such a system, each charged particle
feels the Lorentz force acting at its position, and the EM field should be deter-
mined by the charge and current densities of matter. The explicit forms of the
equations to describe such situations are derived from the least action principle for
the Lagrangian, or the Lagrange equations. The generalized coordinates for this
derivation are the coordinates of the particles {r,}, vector potential A(r) and scalar
potential ¢ (r).
The action for a Lagrangian is defined as

S = /dt L (5.22)

which is a functional of the generalized coordinates. To consider a change in the
action for a generalized coordinate g (¢), we allow a small variation of ¢ (¢) between
a certain time interval, but fix the values of g(¢) at the both ends of the interval.
Denoting the physically allowed path as g (¢) and the deviation from it as §¢(¢), we
request that the difference S[g + 8q] — S[g] should vanish in the first order of §q.
This requirement leads to an equation fulfilled by g, which is the Lagrange equation
for the generalized coordinate ¢q.

5.2.1 Newton Equation for a Charged Particle Under Lorentz
Force

First of all, let us take x; as ¢, i.e., the x coordinate of the i-th particle. Then, the
difference S[g + 8q] — S[g] consists of three terms, those due to the kinetic energy
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term 6 Skin, scalar potential & Ssp, and vector potential §Syp. The first two are easily
calculated, to the first order in dx;, as

5 _/dtm,- 4 s o) 2 (dx\’ _/dt dx; dix;
kin = 2 | la TN a ) |~ " Tar |

dle‘
— [ ar s (5.23)
3¢
58Sy = —ei fdt [ (xi + 8x1) — p(xi)] = —e; /dt o o (5.24)
xi

The last equation for 6 Skin is obtained via partial integration. (Since 8x;(¢) is zero
for the both ends of integration, no term appears from the boundaries of integral.)
The third one 8 Sy, is a little complicated. The increment of > y(ee/c)ve - A, when
only one coordinate component is changed from x; to x; + 8x;, is

€

G x| Avce +8x0) + AL G+ 00 + AL+ 8m)
c dt 1 l X 1 1 dl‘ y 1 1 dt Z 1 1

dt
e; d8xi (] dx,' 8Ax dyi E)Ay dZ,' 8AZ
—— A + e i

dx; dy; dz;
{ —Ax (xz)+ A (Xz)+ A (Xz)”

c dt dt 0x; dt 0x; dt ox;
dsx; dxi 0A,  dy; A,  dzi DA,
— ;2N g Dilly & 5xi 5.25
[ “ar (x’)+e’{dt ow Tar ow Tarow 0N, O

where, the arguments of A without variation are not explicitly written, i.e., A (x; +
8xi) = Ax(x; + 6xi, yi, Zi\ 1), Ay(x,‘ + 6x;) = Ay (x; + 6x;, yi, zi, 1), etc., and the
derivatives are evaluated at (x;, y;, z;, t). The time integral of the first term on the
r.h.s. in calculating 8 Sy, gives

ds dA
/driAx - —fd x5, (5.26)

dt dt

where we made partial integration with the fixed values of x;(¢) at the lower and
upper ends of the integration. Note that the time evolution of A, (x;, y;, z;, t) occurs
through the explicit t-dependence of A, and that of x;, y;, z;, i.e.,

djzx aaAtx (dxi DA, | dyidA, | dz an) (5.27)

= o dt ay T dr om

Using these preliminary results, we can calculate
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[ 3Ax
8Syp =— [ dr— 8x;
c

at

e dx; 0Ay dy; 0Ay  dz; 9A;
Al gy |0 | D08y | K
+/ c x’“dt oxi T dt x| dr oxg

_(dxidAc | dvidAc L dz 9A (5.28)
dr dx; dt dy; dt 0z;

0A
= — /dte—l L Sx;
ot
(4] dy,- aAy an dZi an aAZ
dt—éxj | — | —— — || — — — 5.29
+ / c & |:dt ( 0X; ay; dt \ 0z; 0x; ( )
0A
— - /dte—l * sx;
ot
e dy; dz;
+ /dt? 8x,~ [E(V X A)Z — E (V X A)yi| (530)
- /dte—’ * S, +/dte—’ (v; x B), 8x; (5.31)
c ot c
0A,
[SSVp = ¢ | dt o dxi +e | dt (v; x B)y 8x; (5.32)
SI

Denoting the sum 6 Skin + 8Ssp + 6 Syp as §San1, we have

58 / dr 8 i 00 104N L4y« By
all = Xi|—mi— +e; | —— — — —(v; X ,
all i i dl2 i axi Ty c i X

dzx,- v;
= dr 5x; —m,-——l—e,-(E—}——xB) s
dr? c X

d?x;
[8Sa1 = /dt 8x; {—miﬁ +e(E +v; x B)x} } (5.33)
SI

In order for this increment to vanish for arbitrary éx;, the [- - - ] part of the integrand
should be zero, i.e.,

dzxi v;
miﬁzei(E—i-?xB)

X

[=e (E+v; x B), ], (5.34)

which is the Newton equation of motion for a charged particle under Lorentz force.
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5.2.2 Equations of Motion for ¢ and A

To calculate the variations for field variables ¢ and A, we rewrite the interaction
terms as

Lin =Y |~ o)+ Fve- Atro)|

14

1
= /dr {—p(r)¢(r)+zl(r)~A(r)}
|: = Z {—eedp(ro) +eqvg - A(ry)}
¢

= /dr {=p(No(r) + J(r)~A(r)}] (5.35)

SI

where the charge and current densities, p and J are defined as (1.14) and (1.15).
The action for the “¢, A” related part of the Lagrangian is a double integral over ¢
and r. The small variation §q is an arbitrary function of ¢ and r except that they are
fixed to zero at the upper and lower limits of the integrations.

Let us first consider the variation of scalar potential from ¢ to ¢ + 5¢. The
increment of the action 85, due to this variation is given from the action for Lin +
LEM as

(SS¢,=/dtfdr|: ,08(}5+—V8¢ —+—V¢ V8¢:| (5.36)

= /dt/dr[p+— %—t+$ ¢}8¢

[8Sp = —/dt/dr |:p+eov~%+€o V2¢:| 5¢>:| (5.37)
S

The condition for this increment to vanish for arbitrary 8¢ is the vanishing of [- - - ]
in the integrand

L Lvy Ly 24
Py dme ot
prel Viorv.22) = (5.38)

which is V - E = 4mp, Eq. (1.12). For the Coulomb gauge, V - A = 0, it is the
Poisson equation
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5 1
Ve = —4mp =——0p (5.39)

and for the Lorentz gauge, V- A 4 (1/c)d¢ /9t = 0, it is the wave equation for ¢

1 8%¢

1
_ %% _2p—4 — . 5.40
2912 ¢ =4np [ p]S[ (5.40)

€0

The variation of vector potential leads to the change in action

1 1 056A
SSAzfdt/dr -J-6A4+—V¢p. - —
c dre Jat

N 1 A +84)\> [9A\?
87 c? ot ot
1 2 2
—8—{(V><A+V><5A) —(VXA)} , (5.41)
T
1 1
=/dt/dr Ty osa_ L0V,
| ¢ 4me Ot
1 94
4c? 9t Ot 47

1 1 8V 1 324 1
=/dt/dr -J———‘P—————VXVXA](SA

| ¢ dge Ot 4dmc? 912 4Axm
AV 24 1
[8Sa = [dr [dr |J—ep—" —€0— — —V XV xA|-84| (5.42)
ot a2 o s

where we have used partial integration for ¢ and r variables to rewrite the terms
containing dV¢/dt, d6A/0dt, and V x §A. The condition for §S4 to be zero for
arbitrary 8 A is the vanishing of the [- - - ] part of the integrand

1 324 19 4
L <V~A+ Z?f) = (5.43)
1 324 1 3¢

where we have used V x V x A = VV - A — V2 A. For the Coulomb gauge, it is

1 324 5 1d¢ 4nm
C—ZW—V A+V;§=7J [=M0J]SI (5.45)
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and for the Lorentz gauge it is a simple wave equation for A

193?24 _, 4w
C—ZW—V A:TJ [=woJ Iss (5.46)

5.2.3 Generalized Momenta and Hamiltonian

The generalized momentum p conjugate to the generalized coordinate ¢ is defined
by p = dL/9q, where ¢ = dq/dt, and the Hamiltonian is defined as

H= Zp— - L, (5.47)

where we omitted the suffices of the generalized coordinates and momenta to distin-
guish the particle number and Cartesian components, and the summation is meant
for these suffices. According to this rule of analytic mechanics, the momenta py, Py,
Pa conjugate to the variables (generalized coordinates) r¢, ¢, and A, respectively,
are

2% Awy. =0, m=— (14 g
= v — rey), =V, = —
Pe =mebe c ¢ ¢ 4re \ ¢ ot

A
[ pe = mvg+e0A(ry), Py=0, M=¢ (5 + Vqs) } (5.48)
SI

and the Hamiltonian is

194 9A
H=Y e vt [ar <——+V¢>5—L
2
_Zmeve _/ {(——+V¢> +(V><A)2}
2 2
sze"e +lfdr € (%Jrv(p) + L wxar!l | 49
2 2 at o ’

¢ SI

The manipulation from the first to the second line is made by rewriting the second
term of the first line as
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I 194
_/ ( v¢>) __f <__+v¢>.v¢ (5.50)
4

- i/dr E2+E. v¢] (5.51)
4
_ 1 2
_E/dr[E —V.E¢>] (5.52)
drE* — f drpe (5.53)
4;1

The second term on the r.h.s. cancels the corresponding term in L, and a half of the
first term cancels the vacuum E field energy. The first term on the r.h.s. of Eq. (5.49)
is

Zpg - Uy ZZ{WL(D%-F%A(I‘@) ~v@} . (5.54)
14 4

The second term and a half of the first term cancel the corresponding terms of L,
and the remaining terms gives the second line of Eq. (5.49).

The last integral of Eq. (5.49) is the energy of EM field. Its T and L components
are

H = %/dr {(47TCH(T)>2 +(v % A<T>)2}

[z l/dr {i[H(T)]2 + L (v x A<T>)2H (5.55)
2 €0 no SI
2
L)
Y — —/ ( oA v¢) - %/dr {E<L>}2
€o 9AL ? €0 @L)2
:7/dr — + V9 =?/dr{E ) (5.56)

SI

Using the Gauss law V - E @ = = 4mp, we can show that the L component HEM is
the Coulomb potential among the particles (Sect. 1.2), i.e.,

(L) epey epey
Mo = ZZ lre —ry| |: 87e) ZZ lre —ry| :|S1 (5.57)

Then, we have the total Hamiltonian in the following form
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1= pe-Laco] + ZZ —

[re —rel

—i—%/dr [{4nc H(T)(r)} - {V x A(T)(r)} } :

[ 22;1@ {Pe — et Aro)}* + Seo ZZ e

[re —re|

+l/dr {—[H(T)]z +— (Vx A(T))z} ] (5.58)
2 €0 Mo

SI

which is valid for any gauge. The L field is contained in both A of the first term
and the Coulomb potential, and the remaining part of EM field is written by the
conjugate variables of the T components, A™ and T,

It should be noted that a gauge transformation determines the way to divide the L
field into the contributions of A and ¢ without affecting the T field. This allows us
to make a gauge independent definition of the Hamiltonians of matter and (T) EM
field in a usual way, i.e., the sum of kinetic energy and Coulomb potential for matter,
and Hg/} for the (T) EM field. This definition is very common to most studies in
non-relativistic regime. The choice of gauge is made to facilitate the treatment of the
interaction between matter and L field. The Coulomb gauge is simple in the sense
that T and L field is cleanly separated as A and ¢, respectively, and, if an incident L
field does not exist, the L field is considered automatically by the proper treatment
of Coulomb potential. In this sense, we adopted the Coulomb gauge in most part of
this book. The case of L field incidence is treated in Sect. 5.7.

The Coulomb potential in Eq. (1.33) contains the summation over £ = ¢/,
too. It is the self-interaction energy of each charged particle. For a point charge,
it is an infinitely large quantity, and it is finite if a particle size is finite. In the
non-relativistic treatment, we just neglect these terms, since it is a (large) quantity
attached to each particle separately, independent of the inter-particle behavior. In
this way, we arrive at the usual form of Coulomb potential term for a charged particle
system

1 ecey 1 epep
Uc = —§ E = § § - . 5.59
) re —rol 87 €0 re —rol -39
0L

£ SI

5.3 Another Set of Lagrangian and Hamiltonian

In the main text, we used the Hamiltonians for matter, radiation, and their mutual
interaction in the Coulomb gauge, as given in Sect. 5.2. It is assumed that there is
no external charge density, so that the treatment applies only the external excitation
by T field. (The case of the external excitation by L field is given in Sect. 5.7.) The
interaction is described by the current density and vector potential, so that any linear
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response due to this interaction gives an induced change linear in A. In order to
calculate the conventional electric and magnetic susceptibilities, xe, Xm, via P =
xeE, M = y.H, we obviously need a new set of Lagrangian and Hamiltonian,
where the interaction term is linear in E and H explicitly. (In the case of L field
excitation, the interaction between the internal charge density and E® is already
written as — f E® . P dr. as shown in Sect. 5.7, so that the consideration of this
case is omitted from the argument given below.)

Knowing that the Lagrangian in Sect. 2.2 is the sound basis for general systems of
interacting matter-EM field, we would need a unitary transformation which rewrites
the interaction term J - A into the types like P - E and/or M - H. However, no
such a transformation is known as a rigorous theory. It is known that the interaction
Hamiltonian —E - [ dr P is obtained via a unitary transformation based on the
electric dipole approximation, or LWA, (See e.g., p. 304 of [1]). Because of the LWA
assuming the uniformity of A (i.e., V x A = 0) one cannot extend this argument to
determine the magnetic counter part —H - [ dr M.

A hint to proceed is obtained by the following argument. If we use the operator
identity J = 0P /0t + ¢V x M, the interaction term f dr J - A is rewritten as

1 1 oP
—/er~A —/dr¥~A+/dr(V><M)~A

Cc c

|:fer~A=fdr£-A+/dr(VxM)~A] (5.60)

3t SI

The first and second terms on the r.h.s. are written as the invariants from the inner
products of polar and axial vectors, respectively, which are distinguishable for sys-
tems with inversion symmetry. The second term on the r.h.s. is rewritten, by partial
integration, into f dr M - B. Therefore, the magnetic interaction term is f dr M-B,
rather than [ dr M - H. Though the first term is not ['dr P - E, it is the same type
of invariant made from polar vectors. In this sense, the interaction (1/c) f dr J-A
is divided into two independent terms in inversion symmetric systems, and one of
them is the magnetic interaction linear in B.

In order to study this point more in detail, we consider the Power-Zienau-Wooley
(PZW) transformation [1]. In analytic mechanics, it is well known that the addition
of a total time derivative of an arbitrary function F (of generalized coordinates and
time) to a Lagrangian L does not change the condition for least action. In PZW
transformation we use

F = —% / dr P(r)- A(r,t) |:= — / dr P(r) - A(r, t):| 5.61)

S1

where the operator form of P (r) is explicitly given in Sect. 5.1. Then,
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= o S v+ pey AR

dt c dt
_ oP(r) 0A(r, 1)
[_—/d {T A(r,t)+ P(r) - o ”51 (5.62)

where dP/dt = Y, v¢(3P/dry) corresponds to the current density due to P in
Eq. (5.10). The second term in the integral is P - E™.
The old Lagrangian can be written as

; 1
L—Zm‘;vg—vw—/druryfx(r)

o (2 ]

mgv2
[=Z 5 —Uc+/er(r)~A(r)

£
2
+l/dr € <%> L wxay (5.63)
2 ot Mo s

where the terms related with the L field (or scalar potential) are written in terms
of the inter-particle Coulomb potential Uc, (1.33). The EM field described by A is
purely T field. The conjugate momenta for r, and A(r) are mevy + (e /c)A(r¢) and
(1/4nc)A(= —EM j4zc), respectively, which should be compared with those for
the new Lagrangian, (5.68) and (5.69).

We can rewrite the sum of d F/dt and the interaction as

l/er(r)~A(r)+d—F=/dr {M~B+P-E<T>},
c dt

[/dr](r).A(r)Jr‘Z—f:/dr [M.B+P.E<T>]] (5.64)

S1

by the use of Eq. (5.10), partial integration, and

10A 9A
B=VxA ED=—-"=" | B=vxA, ED=—-"Z"1| . (563
c ot ot |

The (orbital) magnetization M (r) is defined by (5.8), so that its product with B can
be written as
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1 1
/drM-B:—[ uduZeg{B(urg)xrg}we
¢ Jo

J4

14

1
[:f wdu " e {Bury) Xl‘g}~v@:| (5.66)
0 SI

The new Lagrangian is

2
v
L’:ngZ—Uch/dr [M-B—}-P-E(T)]
l

+L/dr {E<T>2—B2}
8

2
myv
[:Z g‘—Uch/dr [M-B+P-E<T>}
)4

1 1
+—/dr {GOE(T)2— —32H .
2 Mno SI

(5.67)

Since P appears as an inner product with ED_ only its T component P con-

tributes to the integral.

In order to derive the corresponding Hamiltonian, we calculate the conjugate
momenta 8L’/3vg_f0r reand dL'/9A for A, where A = dA/dt. These generalized

momenta p, and IT, respectively, are given as

1 1
Dy :mgvg—i——/ udu ey B(ury) x ryg
¢ Jo

1
|:= mevy —}-/ udu ey B(ury) x rgi|
0

fl= - (E® 4 4zp®) = __L_pm
4c 4c

SI

[= —(oE™ + PM) = _p™® ]SI

The new Hamiltonian H;- is obtained according to the standard rule as

HL,:Zm-v4+/dr1:[(r)-A(r)—L/,
2

= Hyy + Hry + Hinr)

(5.68)

(5.69)

(5.70)

(5.71)
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=2

Howy = 2% + Uc + 27 / drP™r)?,
4
I p; 1
= Z £ +Uc+ — / dI‘P(T)(r)2 , (5.72)
2my 2¢€0
- SI
1
Hpwy = g/dr ([D<T>]2 + 32) ’
] Lpmp, L
=z [|dr{=[D"]"+—B , (5.73)
L2 € Ho SI
2
€, ~2
Hinry = —/dr {M’ .B+PD. D(T)} + Z 2mzC2Al
4

1 2
= —/dr {M’-B—i——P(T)-D(T)} +Ze—‘A§ (5.74)
€0 7 2my .

where M’ in Hiy(z) is the B-independent part of the orbital magnetization operator
(5.8), i.e., the one with v, replaced by p,/m,, and

1
Ay :/ udu B(urg) x ro . (5.75)
0

In this form, the matter Hamiltonian is Hpz/y, the vacuum EM field Hamiltonian
is Hg(r/y, and the linear and quadratic interaction terms Hin(z/y. In particular, we
should note that the linear interaction term is — f driM - B + P™ . DM, and
that the matter Hamiltonian Hy(;, contains an additional term o< [ dr P (r)? in
comparison with Hz).

If we dare to write the interaction terms as — f dr[M-H + P™D . DD we have
to add the difference —4x f dr M (r)? to the matter Hamiltonian Hy(rry. Similarly,
if we dare to write the interaction terms as — f dr[M - B+ P . EM], we have
to add the difference —4rx f dr P ()2 to the matter Hamiltonian Hy1. Thus, the
attempts to rewrite the interaction Hamiltonian as —M - H or —P™ . E must
always face to the corresponding change in the matter Hamiltonian. This means that
the poles of the susceptibilities calculated by such a matter Hamiltonian are different
from those of x.q, (2.39) because of the difference in the matter Hamiltonians. In
the conventional definition of x. and xm, such a change in matter Hamiltonian is
not included. Moreover, the rearranged interaction is no more written in terms of
the conjugate variables {A, IT}, i.e., it is no more a linear combination of photon
creation and annihilation operators (when quantized). This will bring about a new
complex situation.

The argument in this section shows the difficulty to derive a linear interaction
term proportional to (the T components of) E and H as an exact theory. The prin-
ciple of analytic mechanics allows us to use different sets of dynamical variables to
describe a given system, leading to another sets of “matter, interaction, and EM-field
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Hamiltonians”. On the other hand, there is a natural choice of matter Hamiltonian,
i.e., the sum of the kinetic energy and Coulomb potential of the charged particles,
written in terms of the masses and charges of the particles in a very simple way. The
argument of PZW transformation shows an example of a different set of “matter,
interaction, and EM-field Hamiltonians”, which however does not look a very use-
ful tool. From this consideration, the only reasonable choice as an exact treatment
is the scheme based on the Lagrangian L, with the matter Hamiltonian Hy(z) and
the linear interaction Hin(r). The use of the susceptibilities x and xm, rather than
Xem Of Sect. 2.4, in the conventional macroscopic M-eqs does not have a sound
foundation in the sense mentioned above. (Note, however, that the interaction with
L-field is well described by yx.. See Sect. 5.7.)

Even if we admit the use of interaction Hamiltonian proportional to electric and
magnetic fields, their mutual interference in the case of chiral symmetry does not
allow the simple use of xe and xp,. In this case, there has been a phenomenological
treatment called Drude — Born — Fedorov constitutive equations [2], which requires
additional “chiral admittances”. However, as the discussion in Sect. 3.4 shows, this
kind of phenomenology cannot be supported from the first-principles theory.

5.4 Derivation of Constitutive Equation from Density Matrix

In Chap. 2, we have calculated the induced current density from the matter Hamil-
tonian H©, (2.17), and the matter-EM field interaction Hiy, (2.24). Thereby, it is
necessary to fix the initial condition of matter state, and we assumed that the matter
state was in its ground state in the remote past (f — —o0). The result is therefore
dependent on the initial condition of matter. Though the one we used in Chap. 2 is
a standard one, one could use different conditions, too. A typical one is the use of
ensemble for the description of matter states, where the matter states are quantum
statistical ensemble. The time evolution of such an ensemble is described by density
matrix 5, which obeys the equation of motion (Liouville equation)

d . R
ih d—tp“") =[HO + Hyy, p™] (5.76)

where [a, b] = ab — ba represents a commutator of two operators. Once we know
the solution of this equation p (1), we can calculate the statistical average of
arbitrary physical quantity b at time ¢ as a diagonal sum (Trace) of the following
form

(b = Tr{p™ (1) b} = Y " (w|p"™ (1) blv) . (5.77)

Y

In the case of our interest, b is the current density I(r), (2.27), or (1.15).
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The solution of Eq. (5.76) contains a density matrix corresponding to the initial
condition of the matter state. A typical case of such an initial condition is the canon-
ical ensemble at temperature 7, which assumes the initial state of matter as a super-
position of various (ground and excited) states with the weight of the Boltzmann
factor exp(—E, /kgT). This initial ensemble allows the EM excitations among the
excited levels, as well as between the ground and excited levels, with the probability
of the Boltzmann factor for the initial quantum level, which is not included in the
calculation of Chap. 2. In this section, we show how this element is incorporated in
the final result.

To solve the equation for the density matrix (5.76) in the lowest order of Hiy, we
first rewrite it in the interaction representation

2 (1) = exp(—i HOt/h) p0 (1) exp(i HOt/h) . (5.78)
Substituting this form into Eq. (5.76), we obtain the equation for 5" as
in %ﬁ“m) - [Hi/m(t), ;3“’")] , (5.79)
where
H! (1) = exp HOt/h) Hye exp(—i HOt/h) . (5.80)
One can solve Eq. (5.79) by iteration, assuming an initial condition
P (1 — —00) = fo - (5.81)

The first order solution satisfies

Lod o .
ih Epﬂ'“) = [H.,(1), po] (5.82)

where the 5" on the rh.s. is replaced by the initial condition py. Since py is a
known quantity, we immediately have the solution

t

y i )
me=m—E/ dry [HL(1). po] exp(ynn) (5.83)

—0o0

satisfying the initial condition. Here also we assume the adiabatic switching of
matter-EM field interaction as in Eq. (2.31), described by the infinitesimal positive
constant y (= 0F).

The initial density matrix po represents the matter state (as a statistical ensemble)
in the absence of Hjy, it should be a stationary solution of Eq. (5.76) for Hijy = 0.
Thus, g should satisfy the condition of stationarity

[H, pol=HO po—po H? =0. (5.84)
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This commutability of H©® and gy will be used to write the statistical average in a
compact form later. As a typical model of gy, we take the canonical ensemble

A 1 HO
o = Z—Oexp "ol T ; [v) Wy (v] (5.85)
where 1 E,
W, = — — , 5.86
=g e (-pr) (5.56)

and Z is the normalization factor (partition function)

E,
Zo = Zexp <— kBT> . (5.87)

Thus, the matrix element of gy is generally

(lpoli'y = Wy 8,00 (5.88)

where 8, v (= 1 for u =/, and = 0 for u # ') is the Kronecker’s delta,

The A-linear terms of the statistical average Trace{I (r) ,6(’”)(1‘)} arise from the
two sources, as already discussed in relation with Eq. (2.38). One (1) is the contri-
bution of gy in (5.83) combined with the A-linear term, (—1/ C)N (r)A(r), of I(r),
(2.14), and the other (1) is the contribution of the Hi’m induced term of (5.83). In
this term, the linear A dependence is already included in H , so that we use the A

nt’
independent part of the operator I (r). Their explicit forms are

I ! Tr[N(r) exp(—i HO1/h) po exp(iH(O)t/h)} A(r)
C

1 .
=—= ; W (N (r) ) A(r) (5.89)
l' t
I, = _ﬁ/ df; exp(yt1)
> wlexp(—i HOt/h) [Hy(h). o] expi HOt/h) 1(r)| v)

v

.ot
_ _% /_ dn explym) Z (vl expl—i HO(t — 1) /]

{HinPo — poHint) expli HO (t — 1) /A1 1(r) |v)
. t
- f_ dn exprn) Z ;exp[—iwu —E)(t —1)/h]

(VI{Hinepo — poHindd 1) (I (r) [v) (5.90)
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For the last transformation, we have used the commutability of H © and 00. Assum-
ing that the vector potential inducing current density has frequency o, i.e.,

1
Hp=—— / dr'I(r') - A(r', w) exp(—iwty) (5.91)
c
we further rewrite I, as

: t
I, = cl_h ;;/;m dty exp[—i(E, — E)( —t1)/h] /dr’exp(ytl)

(Wi = Wo)(ulL(r) [v) (v[I(r))|p) - A, o) exp(—iot). (5.92)

Carrying out the time integration over f; and changing the summation induces w, v
in one of the summands with the factor W, or W,,, we finally obtain

1
Ir = —exp(—iwt +y0) 3 ) Wy / dr’ [guu (@)l T(r)[v) (W] T ()| )
voou

Fhyu (@)W ) (I IEH)] - A, w) (5.93)

where
— : B (@) = ! 5.94
) = ey MO = ey O

and w,, = (E, — E,)/A.
The sum of 1| and I, gives the total induced current density. Writing the sum in
the form of I (r, w), we have

I(r,0) = /dr/ Xean (T, 7', 0) - A(r', ) (5.95)

where

Xean(r, ¥/, @) = —% D Wl N @) 8(r — ')
Iz
+ %ZWM > [guu (@) (I (@) [v) (W)
o5

Fhy @) () ) (W) )] (5.96)
If we take the limit of T = 0°K, ie, W, = 8,0, Xcan(r,r’, w) reduces to

Xed(r, ', ), Eq. (2.39) of Chap. 2. The result obtained in this section is a simple
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extension of x.q by allowing the initial states of excitation at all the excited, as well
as the ground, states of H® with the probability W,, (Boltzmann factor).

5.5 Rewriting the (0| N (r)|0) Term

In the induced microscopic current density, Eq. (2.38), the term proportional to
(O|1\7 (r)|0) has a peculiar form, i.e., it represents a local response in contrast to
the remaining terms. However, there is a useful way of rewriting this term in the fol-
lowing manner, which facilitates the formulation of microscopic nonlocal response
theory. We will show that the following relation

A 1
OIN(m)I0) A(r) = —

v

[Lov(r) Fuo(w) + Tvo(r) Fou(w)] (5.97)

v0

holds as a good approximation, when [a] the relativistic correction in H® is neg-
ligible in comparison with the main term, and [b] LWA is valid. This expression
allows us to rewrite the microscopic susceptibility x.q into a compact form (2.44).
Though an essentially same argument is given in [3], we reproduce it here with some
more details.

The relevant term appears as a part of induced current density arising from the A
dependent term of the current density operator

1 N@r) A(r) , (5.98)
Cc
where
2
~ e
N =Y -Ls—ry. 5.99
(r) ;mg (r—re) (5.99)

The operator I (r) is the A-independent part of the current density operator,

I(r) = Zz% [pes(r —ro)+6(r —ropi] - (5.100)
J4

The spin dependent terms are neglected, since the relativistic correction is assumed
to be small.
We introduce one more operator

R(r) = Zema(r —ro, (5.101)
l
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=r Y e dr—ry. (5.102)
4

Now we evaluate the commutators [Iég, HO7]and [Iég (r), in (r")], where &, n are
Cartesian coordinates. We begin with

(Re(r), HOV=re 37 5 - 13(r = r0), pe’] (5.103)
L

where the relativistic correction terms are neglected in H?). For the evaluation of
the commutators we use the relation

ped(r—ry) =—poé(r—ry), (5.104)

which allows us to move p to the outside of the summation over £.
The commutator in (5.103) is expanded as

[S(r —re), Pez] =8(r —ro)pe® — pe*S(r —ry)

=8(r —ro)pe* — pe - (ped(r —r)} — pe8(r —ro) - pe
=8(r—rop’+pe-(pSr—ro)} —{pedr —ry)

pe —8(r —ry) pi?

=p-{ped(r —r¢) +8(r —rg) pe} (5.103)

where (5.104) is used twice. Substituting this result into (5.103), we obtain
[1%5 "), H(°>] =rep- I(r). (5.106)

Another commutator [Iég (r), fn (r")] is evaluated as

2
[ Reo). By _ng ~[5¢ —ro, puy 36 =10
+8(r' —re) pen)
—"52 {80 —re) poy 8G" = r0) = pey 8G —1e) 8 — 1)

+8(r —ry) (' —r¢) poy — 8" —re) pey (r —ro)}
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2
= e 0 5,5 (80 = 1) ey 547 = PO} 45 =) 8 = 1) pry
14

—{pey 8" —ro)} 8r—re) — 8" —ro) {pey 8(r — o)}
=8 —re) 8(r —ry) pon+8(r —re) 8(r' —ro) pey
=8 —ro) {pey 8(r —r)} = 8(" —re) 8(r —re) pey]

= rg ZZ: % [—p;S(r —r) 8 — 1) + PO — o) 8(r —ro)

+pp8(r = 1) 8(r — o) + pyd(r' —re) $(r —ry)]
=re py X[‘ :Tia(r’ —ry) 8(r—ry) (5.107)
=r¢ {pydr —r)} N (5.108)

Let us define two operators

A

O(w) = /dr R(r) A(r, ) (5.109)

F(w) = /dr I(r)-A(r,w), (5.110)
in terms of which Eqs. (5.106) and (5.108) are rewritten as
[0, H®] = —ih/dr oA o)V 1) (5.111)
[Q(a)), fn(r’)] = —in /dr rA(r, o) [a%a(r — r’)] Ny . (5.112)
These two integrals can be rewritten via partial integration into

[Q(a)),H(O)] =ihfdr Vir A, o) - 1) (5.113)

~ ~ d N
[Q(a)), In(r’)] —ih / dr ——{r- A(r. @)} = r)N () . (.11
y
Both of them contain the following factor in the integrand

) dAg
8—n]{r.A(r,a))}=A,7+;r§a—rn, (5.115)

which can be approximated as A, (r, @) when LWA is a good approximation. In this
case, these two commutators can be written as
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119
(0@, 1] = ih/dr Ar.w)- 1(r) (5.116)
[Q(a)), i(r’)] —ih AG, 0) NG . (5.117)
Equation (5.97) is the (0| - - - |0) matrix element of Eq. (5.117), i.e.,
mMmmMnm=;§mM@wMMhmm
— O[T (1) [v) (v Q(@)[0)] . (5.118)
To evaluate (1] Q(w)|u), we take the (v] - - - [x) matrix element of Eq. (5.116) as
(Ey — Ey) (v|Qlp) = ihFy, (5.119)

Thus, we obtain the desired result

.\ 1
(OIN()|0) A(r, @) =) Euo [Fov(@)Lvo(r) + Fuo(w)Iov(r)] . (5.120)

v

with E,g = E, — Ej.

The corresponding expression for the case of canonical ensemble is obtained as

> W (N @) |w) AGr, ) =
w
[F/w(a))lvu(r) + Fult(w)llw(r)] . (5.121)

where E,,, = E, — E,,, and this allows us to rewrite the susceptibility (5.96) into

/ _l - /
Xean(r, 7', @) = - XM:W/LZV:[ng(CUMMu(r)W) (WL (r’)|w)

Fhyp (@) W) ) (T[] (5.122)

where

1
gup(w) = gyu (@) — £’ (5.123)
o

~ 1
hv,u(w) = hv;/.(w) - E (5.124)
v
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5.6 Division of Q,, into E2 and M1 Components

The Taylor expansion of the current density matrix element I wv leads to the sum of
various moments, as in Eq. (2.71). The second term Q v is the first order moment
of the orbital current density. As discussed in Sect. 5.1, the orbital current density
operator is the sum of the contributions of electric polarization and orbital magneti-
zation, which induce E2 and M1 transitions, respectively. From this viewpoint, it is
interesting to divide the matrix element Q v into E2 and M1 components.

For this purpose, we write k- 0 v 88

A~ - ey

k . Qﬂ” = Z m dr
4
k-{<pl(re—rpedro—r)+8r;—r)

(re =F)pelv >} .
(5.125)

Since 7 plays no important role in this discussion, we put 7 = 0 for the moment.
We consider a particular £ and omit £ from r; and p,. Rewriting k - r p as

(I} “Fp)x = lzxx[?x + lzyypx + ],C\ZZP)C

= x(lzxpx + lgypy + lzzpz) + lzy(ypx —xpy) + lzz(pr —Xpz)
(5.126)

we find
krp=rti-p)—kx@xp). (5.127)

Since r x p is the orbital angular momentum L (of each particle), this one-particle
operator induces M1 transition, while the remaining term rk - p) has the electric
quadrupole character contributing to E2 transition. The factor k - r p - A, which
appears in the variable F,, (), can be rewritten as

k-rp- A=k -p)r-A)+L-(kxA). (5.128)

Since the factor k x A is the k Fourier component of —iV x A (= —i B), this term
is proportional to the orbital Zeeman energy.



5.7 Problems of Longitudinal (L) field 121

Thus, we have the desired division of k- Q v Into k- fov —chex M™  where

py >
(62)
Q 2m ¢ /

{< wlre — Pk - pe8(re —r) +8(re —r) (re — Pk
pelv >}, (5.129)

and

My = sz - /dr{< UILo(F) 8(re —r)+8(re—r) Le(F)lv >} . (5.130)

The angular momentum of the £-th particle is defined as Ly(r) = (r¢ — 1) X py,
i.e., around the center position 7.

5.7 Problems of Longitudinal (L) field

5.7.1 T and L Character of Induced Field

In terms of vector and scalar potentials, the microscopic M-eqs are

V3¢ = —4np (5.131)
1 3%2A 5 1d¢ 4w
— —V?A4+V-—C = , 5.132
2 312 + c ot c i ( )
in the Coulomb gauge, and
1 8%
i —V%¢ =4np, (5.133)
1 9%4 An
——— —V?A=—"17, 5.134
c2 312 c T ( )

in the Lorentz gauge. This J represents the orbital contribution, J o, and, in both
cases, we could add the relativistic correction term (spin induced current density)
Js to the r.h.s., as discussed in deriving Eq. (2.27), and this does not change the
following arguments.

The equation for A in the Coulomb gauge can be rewritten as

19?24 _, 4x
—— VA= —JD 5.135
iy ; J ( )
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indicating that this is the equation only for T components. This rewriting is done by
substituting the solution of the Poisson equation

o(r) =/dr’ p(r) (5.136)

lr —r'|
into (5.132), and replacing the dp /9t with —V - J (continuity equation). This gives

1 9%4 4 1 v . I
——5 - VA= Tre + —V/dr/ﬁ ) (5.137)
c- ot c c |r —r'|

The r.h.s. of this equation is (47/c)J D, because, if we apply divergence from the
left, it becomes zero by using VZ(1/|r —r’|) = —4x8(r — r’). Namely, the quantity

1 v . C
- v/dr’ﬁ (5.138)
4 |r —r'|

for a general vector field C is its L component.
The solutions of the M-eq for A in the Coulomb and Lorentz gauges are given in
terms of the scalar EM Green function defined by, for ¢ = w/c,

(~V2 =g Gy(r —r) =4m 5(r — 1), (5.139)

where its special solution is G, (r) = exp(ig|r|)/|r|. The solution of the M-eq for
A in the Coulomb gauge is the T field as

1
A(r,w) = —/dr/ Gyr =)y IV w), (5.140)
c
and the solution in the Lorentz gauge is
1 / / /
Ar,o)y=— [ dr Gy(r —r) J(r', o), (5.141)
¢

containing both T and L components. Obviously, the T component of the latter
agrees with the solution in the Coulomb gauge. The solution for ¢ in the Lorentz
gauge has a similar form

o(r,w) = /dr’ Gy(r—rp(r' w). (5.142)

If we rewrite the Lorentz condition in terms of these solutions as

v.A+19_ %/dr/ Gy (r =)V - J(r') —iwp} =0, (5.143)
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its validity is guaranteed by the continuity equation.

The form of the induced L-field is the one due to J™ (r) propagated via the
scalar Green function G, but there is an alternative way of description, i.e., the
one due to the “whole” current density J (r) propagated via the L component of the
tensor Green function. For this purpose, we rewrite the induced A® (r) as

- l/ dr' Gy (r =) IV )
C

1 V//v// . J(r//)
= — m dr/ f dr// Gq(r — r/)W (5144)

where partial integration is made to convert V' to V. From the equation (—V? —
q») G, = 4m8(r —r’) and that for Go, we get G, = (—1/¢*)V*[G, — Go]. Substi-
tuting this expression into (5.144), and performing the partial integration about V2,
we can rewrite the r.h.s. of (5.144) as

I 1
dnqPe / ar / dr' [Gy(r 1) = Go(r = )] V2 ——— V'V J ().

|r/ _ r//|
(5.145)
which leads, via V'>(1/|r’ — r”|) = —4m8(r’ — r"), to the expression of the whole
LfieldE® = —V¢ +igAD as
EV@) =L / ar' GLr - T . (5.146)
w
The tensor Green function describing the L part of the induced field is
~ 1
GHar—r)=—= Goor—r)V'V (5.147)
q

which produces a L field by operating on a full current density (with T and L com-
ponents). The counterpart, i.e., the tensor Green function describing the T part of the
induced field is obtained by subtracting this L part from the total one tensor Green
function f}q as

. 1
GO —r)=Gyr—r1+ p [Gy(r — ") = Go(r — )1 V'V (5.148)

which produces a T field by operating on a full current density. (V x V x Gq -
qz(N}q = 478(r — r')). Thus the T field induced by J can be expressed in the
following two ways, i.e.,

Ar(r,0) = %/dr/ Gyr —1r) IV, w) = %/dr/ GP(r—r) - J0 w).
(5.149)



124 5 Mathematical Details and Additional Physics
5.7.2 Excitation by an External L Field

When matter is excited by an external EM field, there arises an induced current
density which may also be described as charge density, electric polarization, or
magnetization. The eigenmodes of these induced polarizations correspond to the
quantum mechanical excited states of the matter, and can be classified into the L,
T, and LT-mixed modes according to their symmetry properties. The external EM
field inducing matter excitations as an incident field has also T and L characters.
Typically, light is a T field, and the field due to external charged particles is regarded
as a L field. (However, a moving charge produces T field as well as L field, which is
known as Cerenkov radiation [4] and Smith-Purcell radiation (SPR) [5]. Cerenkov
radiation is the propagating T waves produced by a moving charge when the particle
velocity exceed the light velocity in a dielectric medium. Below the critical velocity,
there arise evanescent waves of T character, which, together with the (evanescent) L
components, interact with the periodic crystals, producing scattered (propagating)
light modes of T character i.e., SPR.)

The incident T field can excite “T and LT mixed” modes of matter, and the inci-
dent L field with “L and LT mixed” modes of matter excitations. If the matter exci-
tations are purely T and purely L modes in a given geometry, they can be detected
by the spectroscopy using incident field of T- (light) and L- (charged particles) char-
acters, respectively. As a propagating wave, T mode is polarized perpendicular to
the wave vector of the mode, so that there are two independent directions of polar-
ization, while L mode, polarized along the wave vector, has only one direction of
the polarization. Therefore, we need two different polarizations to detect both types
of the T modes.

When the symmetry of matter is low, there arises a mixing between the T and
L modes. These LT mixed modes can generally be detected by either L or T inci-
dent field. When this mixing occurs, there is no purely L modes from symmetry
ground, while there can still be another, purely T modes, which do not mix with L
modes. Depending on the symmetry, we can classify all the modes into (a) LT-mixed
modes alone, (b) LT-mixed modes and purely T-modes, (¢) L-modes and two types
of T modes. The treatment in the main text restricting the incident EM field to the
T character can cover the most cases except for the matter excitations of purely
L-character in case (c).

The interaction Hamiltonians for the T and L modes derived from the standard
Hamiltonian of the coupled matter-EM field system in the Coulomb gauge are
different, i.e.,

Hip, = —/dr P-E, (5.150)
1

HintT:——/dr Jo-A, (5.151)
Cc

where Jy is defined in Eq. (2.13) and O(A?) term is omitted in Hipr. The sec-
ond term Hinet is Hipe defined in Eq. (2.24). They are derived from the different
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sources, i.e., Hiyr is derived from the Coulomb potential Uc (as shown below)
and Hiyr from the kinetic energy term »_(1/2m){p — (e/c)A}?. As discussed in
detail in Sect. 5.3, there is no exact way to rewrite Hipr in terms of E and P with-
out changing the matter Hamiltonian consisting of the sum of the kinetic energy
and Coulomb potential (plus relativistic correction). In the conventional theory of
macroscopic M-eqs, this distinction is not severely recognized, and very often the
form — [dr P - E is used as the interaction Hamiltonian for both T and L modes.
However, as the careful consideration in this book shows, we should distinguish the
form of interaction Hamiltonian for T and L modes.

As a missing part of the main text, we give a description here about the matter
excitation by an EM field of L character. This contains the cases of electron energy
loss spectroscopy and the application of static electric field. Another example would
be the use of a “probe” to measure the response of a “sample”, as in the case
of scanning near-field optical microscopy (SNOM), where both probe and sample
consist of charged particles interacting via the EM field of L, as well as T, character.
More generally, if one separates matter into two parts, i.e., sample part and the rest,
these two parts can generally interact via the Coulomb interaction, even if they are
electronically separated. In these cases, the interaction between E1 and P serves,
on the one hand, to detect the L response of matter (or sample), and contributes, on
the other, to the resonance energy of the response spectrum.

In the presence of the external potential ¢ex(r, ) due to an external charge den-

Sity pext(r, 1), i.e.,

Pext(r, 1) = /dr’ Pelr, 1) (5.152)

r =7

we need to consider the interaction between ¢ex((r, t) and the internal charge den-
sity, i.e., “matter” charge density p(r)

Hipg, = /dl‘ P(r) Gexe(r, 1), (5.153)
1 1
:/dr/d , (1, 1) Pexe(r’, )’ (5.154)
lr —r/|
=~ [ & PO@) - Born). (5.155)
where we have used Ecx (r,1) = —Vex(r,1), V- PP () = —p(r), par-

tial integration, and the assumption that the matter system is charge neutral, i.e.,
> e =0.

Generally speaking, an external field may contain both L and T components.
In that case, we need to add the interaction Hamiltonian Hiyr also to Hipg.. This
will lead to the complete expression of linear response of a given matter system.
However, we just give only the contribution of Hjyg, below, since the consequence
of Hiner 1s discussed in detail in Chap. 2.
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The current density induced by E.q is calculated in a similar manner as in
Sect. 2.2 by the time dependent perturbation theory for the matter Hamiltonian H ©
and the matter-EM field interaction Hin. The expectation value of current density
is

1.0 =Y [ [a@lnmrfe)

i @D PG )] B (', 0)
(5.156)
= /d"/XJEL(", r' o) Ee(r', o), (5.157)

where we introduce the susceptibility for the induced current density due to the
external L field. Since we do not consider the presence of vector potential A in this
calculation, the term due to the A-dependent term in particle velocity

- %<0|N(r>|0> A(r, ) (5.158)

does not exist in the expectation value. The products of the matrix elements of 1
and P can be rewritten by those of two I’s, as shown in Sect. 3.2, which allows us
to unify the expressions of induced current densities by T and L fields.

The induced current density contains the components of both electric polarization
—iw < P > and magnetization cVx < M >. Since the former is zero for v = 0,
one may prefer < P > to < I > as an induced change of matter which is non-zero
for w = 0. This is calculated in the same manner as

Pr.o)=) / dr' [0 (@ Pou(r) P () + by (@) Pror) P ()]

Eex(r', @) . (5.159)

The L electric field produced by this polarization is

AV P(L) / V'V . P(L) 1
Han=V/———£2M=/————£2W

|r —r'| r —r'|

= 47 PV (r, w), (5.160)

where we used partial integration, VV- = V2 + V x Vx, V x P& = 0, and
Vi(1/lr —r')) = —4ns[r —r'].
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5.7.3 L and T Fields Produced by a Moving Charge

An external charge density has been treated as a source of L electric field in the
previous subsections. When the charge density is moving, however, it can induce
T-, as well as L-field. Such a component is related with Cerenkov radiation and
Smith-Purcell radiation, as mentioned in Sect. 5.7.2. In this subsection, we calculate
the T- and L-field produced by a charged particle moving with a constant velocity.

Let us consider a particle with a charge Q moving in the x-direction with a veloc-
ity v. Following Yamaguti et al. [5], we write the associated charge density as

o(r,t)=Q08(x —vt)§(y)d(z), (5.161)
and the current density due to this moving particle as
Jr, 1) = Quxdx—uvt)d(y) Q). (5.162)

Here we use the definition of Fourier and its reverse transforms as

f@t) = %/dw e fw), flw)= /dt e’ £(1) (5.163)

1 . ‘
gx) = E/dk ek gk, gk) = /dx e " g(x) . (5.164)

Then, the @ Fourier components of p and J are
Q ikyx
or, o) = > et 5(y) 8(2), (5.165)
J(r,0) = 0 e §(y)8(2) (5.166)

where the wave number in the x-direction is defined as k, = w/v. Obviously these
definitions of p and J satisfy the continuity equation as seen from

p .
V.7 =22k 53800 . (5.168)
v

The L field Ey is the solution of V - Ep, = 4mp. In the form of potential defined
by E1, = —V¢, the solution is

O, w) = fdr/ P, @) (5.169)

r—r|

By the Fourier expansion of 1/|r — r’|, we obtain
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o(r,w) = L/dq / dr’ B o(r', w)expliqg - (r — r')] (5.170)
87‘[3 q2

g d expliq - r]

= 5—3(qx — k) (5.171)
v lq|
0 exp(ikyx +iqyy +iq;2)

= —/dqy/dqz = (5.172)
TV k% +q5 +4;
0 1 . .

= dCIy% exp(ikxx +iqyy — yolzl) , (5.173)

where yp = | /k2 + q>2,. In evaluating the third equation, we used Cauchy theorem.
Thus we obtain

w 1
EL(r. o) = iQ—2 f dgy— (1, Kb ii@> explikyx +iqyy — yolzl]. (5.174)
v Yo kx kx

The =+ signs for the z-component mean that (—) sign for z > 0, and (4) for z < 0.
This is the plane wave expansion in the (X,y) plane, which leads to the evanescent
L-field in the |z|-direction with the decay constant dependent on (ky, gy).

The T field ET can be calculated as E — Ep.. The total electric field E is easily
obtained from the equation for the vector potential A in Lorentz gauge

2
4
(v2 + ")—2> Ar,o) = == J(r, ) (5.175)
c c
together with the relation between A and E
ic [w?
E(r,v)=— |:—2 + VV} A(r,w) . (5.176)
w|c

The solution of Eq. (5.175) is obtained via Fourier expansion as

exp(ikex +iqyy +iq:2)
(/) —ki —q5 —q7

A(r,w) = —%)?/dqydqz (5.177)

Performing the g,-integration via Cauchy theorem, we obtain

.00 gy .To\ exp(ikyx +igyy —Tolz|)
E(r,w)=z7/dqy (1—ﬂ2,k—’,izk—) - FO’ :
X X
(5.178)

where

p=vlc. (5.179)
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The decay constant of the total E in the z-direction is

Fo= /@02~ @/c?+4?. (5.180)

which is smaller than that of E1

= Jorr s S0

This leads to the expression of ET as
wQ gy _ .To\ exp(igyy —Tolz])
Er(r,w) = i—e** | d —Br+1, 2 +i >
T(r.w)=i—>e f ay [( LS i >

- (1, 8 ii@) expligyy — VOIZI)} _
ky ky Y0

(5.182)

For v — 0, E is smaller than Ey_ by the factor 8.

5.8 Dimension of the Susceptibilities in SI and cgs Gauss Units

One of the tedious aspects of SI units system is the different dimensions of E,
B, D, H, and hence, various susceptibilities. In writing the SI expressions of the
formulas, especially in Sect. 3.1, we need to pay particular attention to this point.
In this subsection, we present some consideration on this problem. We denote the
dimension of a physical quantity U as [U], and those of length, time, electric charge,
and energy as L, T, [e], and &, respectively.

From the Faraday law in SI units, we have L~'[E] = T~![B], so that

[E]= LT '[B]. (5.183)

Similarly, from the decomposition of current density as I = dP/dt +V x M, we
have

[M]= LT '[P]. (5.184)

The dimension of the matrix elements in the expressions of xeE, XeB, XmB, XmE in
Sect. 3.1 are

[Jool = [elLT~", O = [elL* T, [My) = [e]L2T~!.  (5.185)
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From the form of Coulomb potential, the square of electric charge has the dimension

[€2] = EL[eo). Using these results, we can evaluate the dimension of the suscepti-
bilities. For example,

el = [1/@?V1igu] [ T3] = 72173 1?1127 2
=TL3EELIOIL?T % =[] . (5.186)

In the similar way, we obtain

[xel = [1/wVIE'ELIOIL T2 = [eo] LT ", (5.187)
[xme] = [1/oVIETELIOIL3T 2 =[] LT, (5.188)
[xmal = [1/VIET'ELIo)LAT ™2 = [0 L*T 2. (5.189)
This leads to
[xeeE] = [xeBB] = [e0l[E], (5.190)
[oxmel = [roeol LT = L7'T, (5.191)
[oxmp] = [moeol L2T ™2 =1, (5.192)

which can be used to judge the correct combinations of different quantities from
the dimensional viewpoint. For example, let us consider the case of rewriting the
microscopic Ampere law into macroscopic form in SI units. Substituting I =
oP/ot+V xM (P = xegE + xeB, M = xmgE + xmB B) into the microscopic
Ampere law, we have

1 a0
—V x (B — uoM) = —(eyE + P), (5.193)
o ot

where the dimension of
moM = poxmeE + poxmp B (5.194)
is same as that of B, and the dimension of
P = x.gE + x8B (5.195)

is [eg][ E], so that the combinations B — uoM and g E + P are seen to be dimen-
sionally correct.

Contrary to the SI units system, we have much simpler relationship among the
fields E, B, D, H in the cgs Gauss units system. From the Faraday law, we have
[E] = [B] and from Ampere law [P] = [M], so that all the fields have the same
dimension, i.e., [E] = [B] = [D] = [H] = [P] = [M], and all the linear suscepti-
bilities x¢E, XeB, XmB> XmE and (e, i) are non-dimensional.
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