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The quantum theory of the frequency- and wave-number-dependent dielectric constant in solids is ex-
tended in order to study the full dielectric constant tensor and to include local-field effects. Within the
framework of the band theory, an explicit expression for the dielectric constant tensor, neglecting local-
field effects, is derived. In addition to components which are the ordinary longitudinal and transverse di-
electric constants, there are components which couple transverse and longitudinal electromagnetic dis-
turbances. A formalism for calculating the local-field corrections to the dielectric constant is developed in
detail for the case of the longitudinal dielectric constant of a cubic insulating solid. In the coarsest (dipole)
approximation, the theory gives a Lorenz-Lorentz formula modified by self-polarization corrections arising
from the polarization of the charge in a unit cell by its own field.

UANTUM mechanical treatments of the fre-
quency-and wave-number-dependent dielectric
constant in solids have been given by Noziéres and
Pines! and by Ehrenreich and Cohen.? These authors
give explicit expressions for certain components of the
dielectric constant tensor, valid within the framework
of the random phase approximation (RPA). Expres-
sions are not given for the remaining components of
the dielectric constant tensor and local field effects are
neglected. This paper will generalize the treatment of
Ehrenreich and Cohen? so as to include additional
effects of interest in real solids. In Sec. I an expression
for the full frequency- and wave-number-dependent
dielectric constant tensor in a solid of arbitrary sym-
metry will be derived, still neglecting local field effects.
The additional components obtained correspond to a
coupling between longitudinal and transverse electro-
magnetic disturbances. This coupling, which does not
appear in an isotropic free electron gas, is present in
solids of even cubic symmetry and vanishes only for
propagation along special directions of high symmetry.
In Sec. II, local field effects in insulators of cubic sym-
metry will be discussed. An integral equation will be
set up which determines the longitudinal dielectric
constant with local field corrections in the case of wave-
lengths large compared to the lattice constant but small
compared to the over-all crystal dimensions. The in-
tegral equation will be rewritten by making a multipole
expansion of the potential in a given cell arising from
the charge density in all other cells. The solution, when
only dipole terms are retained, is the modified Lorenz-
Lorentz formula

_ 47r(a—C1)
1— (47/3) (a—Cy)’

where « is the polarizability of the solid calculated
without making local field corrections, and C; is a re-
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duction in & due to polarization of the charge in a given
cell by its own field.

The calculations of Secs. I and II are performed
within the framework of the one-electron (energy band)
approximation and use a linearized Liouville equation
to determine the single-particle density matrix. Since
in this context linearization is equivalent to the RPA,?
the results obtained in Secs. I and II are still valid only
within the framework of the RPA.

I. DIELECTRIC CONSTANT TENSOR

We will first introduce a phenomenological dielectric
constant tensor. Let A(r,f) and ¢(r,f) be the potentials
describing fields acting on a system of charged par-
ticles. In response to the fields, charge and current
densities pi»d(r,f) and jind(r,), which satisfy the equa-
tion of continuity ¥ -jd+4dpind/9t=0, will be induced
in the system. Let us immediately introduce Fourier
transforms A(qaw)s d’(q;w): iind(q,w), etc., by

A(r,t)=[dqdw A(q,0) expi(q-r—owit), (1.1)

and similar equations.

In their treatments of the dielectric constant, Noziéres
and Pines! and Ehrenreich and Cohen,? following a
practice originated by Lindhard? define longitudinal
and transverse dielectric constants e* and €7 by the
equations

—iw[e®™T(qw)—1]- E®D(q,w)
= 4§D (qw).  (1.2)

The two constants describe respectively the longi-
tudinal current induced by a purely-longitudinal electric
field and the transverse current induced by a purely-
transverse electric field. In the case of a free-electron
gas a longitudinal (transverse) current cannot be in-
duced by a transverse (longitudinal) electric field.
Consequently €& and €7 give a complete description of
the linear dielectric properties. In solids, in general a

3J. Lindhard, Kgl. Danske Videnskab. Selskab, Mat.-fys.
Medd. 28, 8 (1954).

413



414 STEPHEN
purely-transverse or a purely-longitudinal electric field
induces both transverse and longitudinal currents. In
this case the linear dielectric properties are fully de-
scribed by a dielectric-constant tensor defined by

—iw[e(qw)—1] E(qu) =4 (gw).  (1.3)

The longitudinal and transverse constants e(q,w) and
£7(q,w) can be simply related to £(q,w). Let ¢ be a unit
vector parallel to the direction of propagation q, and
define
1 p— AA
e (1.4)
Ip=1-4¢
where 1 is the unit dyadic. Then letting E(q,w) be
purely longitudinal or purely transverse gives

SL(qvw) = ]-L' s(q,w) ° ]-L)

1.5
e (qw) =17~ £(q,) - 1. (1.5)

The remaining components of the dielectric-constant
tensor are 11, e(q,w)- 15 and 1, e(q,w) -1z, which vanish
for a free-electron gas but do not in general vanish for
a solid. They describe, respectively, the longitudinal
ttransverse) current induced by a transverse (longi-
(udinal) electric field.

An explicit expression for £(q,w) will be calculated in
the energy-band approximation. Consider the single-
particle Liouville equation

ihop/ot=[H,p], (1.6)
where p is the single-particle density matrix and
H=(1/2m)[p— (¢/)A(r,) Ptep(r)+U(x). (1.7)

Here U(r) is the periodic lattice potential. Let the state
functions for the unperturbed lattice be |ki)=V—"tuy,
Xexp(tk-r) with %y cell-periodic and V the volume of
the crystal. They satisfy the Schrédinger equation
[p%/2m~+U(x)]| ki)= Ex;| ki), in which k is the wave
vector and / the band index. Linearize the Liouville

(Vk+q|p® | /)=

Lfo(E) = fo(Evia) LW kA+q|Ik)ep (q,0) — (Vk+q| petitk+7q/2| 1K) - (¢/mec)A(q,0) ]
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equation with respect to A and ¢ by setting p=p©@-+p®
etc. The unperturbed density matrix, p©@, satisfies
p(o) | kl)zfo (Ekl) I kl> Wlth fO(Ekl) the Fermi—Dirac diS—
tribution function. The perturbation p® is linear in A
and ¢. Dropping quadratic terms gives

ihd('k+q|p® |ik)/at
= (Eviyq— Eu) ('k+q|p @ | Ik)
+Lfo(En) — fo(Evirq) ]

X{Vk+q|— (e/2mc) (A-p+p-A)+ep|ik). (1.8)
Let us assume
Ar)=Aw) epilar—ed, o

¢ (1,0)=¢(a,0) expi(g-r—wi),

and make the Ansatz that the time dependence of
{'k+q|p®|lk) is exp(—iwt). The frequency w is taken
to have a small positive imaginary part, corresponding
to an adiabatic turning on of the perturbing potentials.
It is an easy calculation to show that

(Vk+q'[ep|Ik) =3y, 40 (q,0) (('k+q[ k) (1.10)

and

3(Vk+q |A-p+p-Allk)
=8¢ (' k+q| pt7k+7q/2|1k) - A(q,w).

The abbreviation

(I'k+q I f(re,pe) I Ik)

(1.11)

= (1/22) / W (©Of(r, — i Jun(dr, (1.12)

has been introduced, in which the integration extends
over a unit cell. Couplings of the wave vector q to wave
vectors g+ K, where K is a reciprocal lattice vector,
have been neglected. These so-called Umklapp processes
give rise to the local field corrections and will be dis-
cussed in Sec. II. The solution of Eq. (1.8) is immedi-
ately obtained in the form

calculated from

pind(r’t) = TI‘p (l)Pop o (l’),

where

(1.13)
fiwtEx— Eviiq
The induced current and charge density may be mentum operators. This gives
i (quw) = —e*A(qw)N/mcV
) = Trp iy @ (D TrpOhin O (50, o + (0K petikeHha/ 2|+ o)
' X {Uk+q|p®|lk), (1.16)
p4(q,w)=(¢/V) Lwx(k|l'k+q)
X{V'k+qlp®|lk), (1.17)

Joo @ (1) = (8/2m)[(pe/m)s (x— 1) +6(xr—1.) (p/m) ],
Joo® (1) = — (¢/mo)A(x,0)8(r—1.), (1.15)
pop® (r)=ed(r—1.),

and r. and p,. are, respectively, the position and mo-

with IV the number of cells in the crystal.

Since jnd(q,w) and p"d(q,w) are obtained by linear-
ization of a gauge-invariant theory with respect to the
potentials, they are invariant under infinitesimal gauge
transformations, and thus also under arbitrary gauge
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transformations. This is verified explicitly, in the case
of the expression for j"d(q,w), in the Appendix. Since
the theory is gauge invariant, we may transform to.a

1" (gqw)=—e*A(q)N/mcV

e (k| pet7k+7q/2| U'k+ Q[ fo(Ew) — fo(Evisq) ] k+q| pot-7k+7q/2| k) - A(q,w)
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gauge in which ¢=0 without loss of generality. Note
that A will not in general be transverse in this gauge.
From Egs. (1.13) and (1.16) we get

— (1.18)
micV wx ﬁw'l—EZk—Elrk.(_q
Comparing with Eq. (1.3) and noting that E(q,w)=1iwA(q,w)/c gives
e(qw)= (1—47re®N/mVw?)1
dme? (k| pot7k+7q/2|Vk+@)[fo(Evire) — fo(Eu) J('k+q| pot7k+7q/2| 1K) (1.19)
MV ik fio+ E—Epieq T
an explicit expression for the frequency- and wave- and
number-dependent dielectric constant tensor.
It is interesting to compute £X(q,w)=1;-e(qw)-1z 0=>"u| (k| V'k+a) |2 fo(Ew)— fo(Erriqg) ] (1.22)

directly from (1.19). This can be done by using the
three identities

q- (k| p.+2k+rq/2|I'k+q)
= (m/h) (Eviyq—Euw) (k|I'k+q), (1.20)
0=—N+(1/h¢®) 2w« q- (k| p.+2k+7q/2|'k+q)
X[fo(Bu) — fo(Eviio) J'k+q|lk), (1.21)

2

lL' s(q,w) . 1L= IL 1—4W€ZZV/me2+
A@PPmVw? wk

XL fo(Evirq) — fo(Eu) J'k+q| lk)(

=1L{1+

Equations (1.20) and (1.21) are proved in the Ap-
pendix, while Eq. (1.22) is obtained by making the
change of variable k— —k—q and noting that
Ek=E_k, ulk=ul_k*, Ek+K=Ek and Uik K= Uik, where
K is a vector of the reciprocal lattice. Applying the
identities to (1.19) gives

> q- (k|p.+7ik+7q/2|I'k+q)

P

ot Bre— Erne

| (Uk|Vk+a) |2 fo(Evirg) — fo(Eu)]
hotEue— Eviiq '

4qre?

Q*V wk

(1.23)

Equation (1.23) is just the longitudinal dielectric constant derived by Ehrenreich and Cohen.? Using the same
identities employed to derive (1.23), it is easy to show that 1r-e(q,w)- 1z and 1.-e(q,w)- 17 are given by

4qre? 1r- (k| po+7k|Vk+q) (Uk+q| k)L fo(Evirq) — fo(Ew)]
17-e(qw)-12= 2 )
wqu Wk ﬁw+E1k—El'k+q (1 24)
dre _ G(k|Vk+q) (Vk+q| pot-ik| 1) - 1ol fo(Evipq) — fo(En)] '
1. e(quw) 1= > .
wqu Wk hw+Elk~El’k+q
When the limit ¢ — 0 is taken, the dielectric constant tensor becomes
dre? N Are? Ik|p.|Vk) (k| p.|lk Eyry)— fo(E
((O)=1— m?N  dme (k| pe|V'K) (k| pe| ) fo(Lri)— fol lk)]. (1.25)

mVw? ‘ mVw? Wk

In a crystal of cubic symmetry, the sum over the
star of k, > w+(k|p.|U'k) ('k| p.|lk), is a multiple of
the unit dyadic, and consequently £(0,») is isotropic.
Thus, with the approximations made to get Eq. (1.19),
as q— 0 the longitudinal and transverse dielectric
constants become equal and 1;-e(qw)-1r and 1
-£(q,w) - 1, vanish. This is true for an arbitrary direction

fiw+Ewx—Eyx

of propagation in a cubic material, but will not in gen-
eral hold in the case of crystals of lower symmetry.

II. LOCAL-FIELD CORRECTIONS

In this section we will develop the theory of the
longitudinal dielectric constant with local-field correc-
tions, for a cubic insulating solid, in the case of wave-
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lengths large relative to the lattice constant but small
relative to the over-all crystal dimensions. Local-field
effects arise in a real solid because the microscopic
electric field varies rapidly over the unit cell. Conse-
quently, the macroscopic field, which is the average of
the microscopic field over a region large compared with
the lattice constant but small compared with the wave-
length 2m/g, is not in general the same as the effective
or local field which polarizes the charge in the crystal
For example, suppose a slowly varying external potentia;

$oxt=xt(q,w) expi(q- r—cwt) (2.1)

is applied to the crystal. The total potential ¢=¢ext
+¢ind will in general contain rapidly varying terms
with wave vector q+K, where K is a vector of the
reciprocal lattice:

¢=2x (¢, Kw) expi[ (¢+K) - r—wt].  (2.2)

The potential ¢ is the microscopic potential and deter-
mines how the charge in the crystal is polarized. The
macroscopic potential (¢)a.v is clearly given by

<¢>av= ¢ (q)oyw) exp¢ (q : l‘—wt) )

since exp(4q-r) is nearly constant over the averaging
region while exp[<(q+K)-r], (K5£0), is very rapidly

(2.3)
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varying. The derivation in Sec. I assumed a potential
of form Eq. (2.1) instead of Eq. (2.2). In other words,
the distinction between the microscopic and macro-
scopic fields and potentials was neglected, with the
result that no local-field corrections were obtained. In
order to obtain the longitudinal dielectric constant with
local-field corrections, a total potential of the form Eq.
(2.2) must be assumed (with A=0), and the induced
potential,

pind=3"¢ ¢ind(q K,0) expi[ (q+K) - r—ot], (2.4)

must be calculated. The longitudinal dielectric constant
is obtained from the macroscopic total and induced
potentials? according to an alternative form of Eq. (1.2),

¢-e4(q,0)  §=1—{¢™av(q,w)/{$)av(qw). (2.5)
Using Eq. (2.3), this is
¢-e"(q,w) §=1—9¢™4(q,0,0)/¢(q,0,). (2.6

The right-hand side of Eq. (2.6) is easily evaluated
in a formal manner. A calculation analogous to that of
Sec. I gives the relation between ¢*? and ¢ as

¢™(q,Kw)= ¢+ K| X G(a+K, g+ K, )

G(q+K7 q+K/) w): - Z
V o ux

As before, the variable of integration in the matrix

X¢(q,K'w), (2.7)
with
4re? (lkl exp(—iK- r,) | U'k+q)('k+q| exp(iK’ ‘1,) llk)[fO(Elk) _fO(El’k+q)] 2.8)
T+ E— Eriiq S
giving”
- e(qw)-g=1/¢(q,q,»). (2.13)

element has been indicated by r.. Let us define
e(q+K, ¢+K', ») and €' (q+K, g+ K, ») by

e(q+K, ¢+ K, »)
=6K,K'—G(q+ K: q+ KI: w) ] q+KI_2’

ZK”G (q+ K’ q+K”7 w)
X e (q+K”, ¢+ K, w) =0k x. (2.10)

[The quantity e(q+K, g+ K’, ) is just the dielectric
response function of Schwinger and Martin.® Equations
(2.9) and (2.10) have been given by Falk,® who treats
the nearly free electron case.]

Rewrite Eq. (2.7) as

| q+K|*[¢(q, K w)—¢d(q,K,w)]
=2 x e(q+K, ¢+ K, )| ¢-+K'[%(q,K'w), (2.11)

and note that ¢(q,Kw)—¢™(q,Kw)=9¢"(q,Kw)
=¢t(q,w)dx,0, since the external potential (the poten-
tial due to charges located outside the crystal) is essen-

tially constant over a unit cell of the crystal. Using Eq.
(2.10) we find

¢(q,Kw)=|q+K[ 2 (¢+K, ¢, 0) o™ (qw), (2.12)

4 L. Rosenfeld, Theory of Electrons (North-Holland Publishing
Company, Amsterdam, 1951), Chap. 2.

5P. C. Martin and J. Schwinger, Phys. Rev. 115, 1342 (1959).

§D. S. Falk, Phys. Rev. 118, 105 (1960).

(2.9)

Thus, the problem of finding the dielectric constant
with local field corrections reduces to that of solving
the integral equation

' (a+K, ¢+K, 0)
=bx,x+2Lx G(g+K, ¢+K”, 0)| q+K"|
Xel(q+K’, ¢+ K, w), (2.14)

obtained by combining Egs. (2.9) and (2.10).

The main purpose of this section is to develop a
systematic method of approximating the integral equa-
tion (2.14). This will be accomplished by means of two
successive transformations. First, the integral equation
will be transformed from the K representation to an r
representation, where r is a continuous variable con-
fined to a unit cell of the real lattice centered about the
origin. In this representation, the kernel of the integral
equation will be split into two parts, K and K. These
describe the influence on a given cell of the field of the
polarized charge in all other cells (K*) and of the field
of the polarized charge in the same cell (K%), and are
connected, respectively, with the local field and self-
polarization corrections. A second transformation will

7This equation has been independently obtained by N. Wiser.

I am indebted to M. H. Cohen and N. Wiser for communicating
their results prior to publication.
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then be made by expanding K’ in a multipole series,
leading to an integral equation in what might be termed
a multipole representation. This equation can be solved
approximately by neglecting all but the first P multi-
pole moments. The case when only dipole moments are
retained will be worked out explicitly, and leads to a
Lorenz-Lorentz formula modified by self-polarization
corrections.

In the equations that follow, the » dependence of ¢
and G will no longer be indicated explicitly. To trans-
form to the r representation let us define

Harr)= T ¢S rei(q+K, g+ K), (219)

G(q,r,r')= 3 X% X ’G(q+K, q+K). (2.16)
KK’
The integral equation becomes
G—I(q7r’r,) 1
=9, 6(r—1t'— Rj)+—/dr1drll
7 'vaz 0
va _ expiq: (Ry41/—1y)
XGlanr)| - % : ]
A i |Rj+r1,_l‘11
X e‘l(q,rl’,r’), (217)

4re?
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where R; are the vectors of the real lattice and the
continuous variable r is confined to a unit cell centered
at R;=0. The inverse of the dielectric constant is ob-
tained from

1
e‘l(q,q)=—2/drdr’ e*(q,r,r’). (2.18)
Va"J o
The kernel of the integral equation,
1 Vg
K(q,l‘,n’) =_fdr1 G(qrr:rl)——
YaJ 0 4
expiq- (Rj+r)/—r5)
PR (219)
7 l R]+ 1'1’~ I |
can be divided into two parts,
K (qyr) 1‘1') =K~ (qyr; rl,)+KS (q7r7r1l)' (2-20)

Since several kernels similar in structure will be intro-
duced in the course of the derivation, we specify them
all through the functional form

J )81 ——
Lafel=—- 2
(#0)

(No terms with [=/" appear in the summation in
the case of an insulator because all bands are either
empty or full.) The kernels G(q,r,1), K%(q,r,1’),
and K*5(q,r,r;") are obtained from this form by the
substitutions

GKLKS: f=V,3. ;8(—r.—R)),
G: g=v,2.;8(r//—1.—Ry),
KY: g=(vo/4m) exp[iq- (ri/—1,)]
X2/ exp(iq-R))/|r.—1/—R;|, (2.22)
KS: g= (vo/4n) exp[iq- (r/'— 1) ]/ | re—1/].

The prime on the sum defining g in K* means that the
term with R;=0 is to be omitted.
Since r;’ and r, are restricted to lie within a unit cell

q
B,,L=1im,:—— / dr'dry’ exp(iq- rl’)Tp(q,rl’)e—l(q,rl',r’)],

q—0) 'Ua2 0

and B,S is the p=1 case of
a0

—iq
Bz,s=lim[—z—/dr’drl’KpS(rl’)e‘l(q,rl’,r’)]. (2.26)
Vo 0

The kernels K;,2 and K,5(ry’) are obtained from Eq.

S (k| f[Vk+q) (Vk+q| gl IR)[fo(Ere) = fo(Erxra) ]

(2.21)
fio+Ei— Fvierq

centered about the origin, |r.|/|r/—R;| <1 for all
R;#0 and the multipole expansion

Vg expiq- R;

Ly T S ) To(ary)  (2.23)

dr i |re—r/—R;| »=0
is valid. Equation (2.23) serves as definition of the ex-
pansion coefficient T,. Substituting Eq. (2.17) into
Eq. (2.18), splitting the kernel according to Eq. (2.20),
making the multipole expansion of Eq. (2.23) and letting
q — O results in

1(0,0)=1—i 3" §-Kip™ B,EEBS-4.  (2.24)
=1

The quantity B, is defined by

(2.25)
(2.21) by substituting
Kt f=1, g=(ro)?
K,5(r/): f=(r)? exp(iq-ro), (2.27)

g= (va/4m) exp[iq- (1 —12) ]/ |1/ — 1o
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In deriving Eq. (2.24), the relation

q- ('k4q| 1, exp(iq-1.) | k)
=—i(l'k+q|lk)+0(g?,

valid when /5£}/, has been used.

The kernels K;,* and K,5(r;") are known quantities.
In order to complete the set of equations, expressions
for B,X and B, must be derived. Multiplying Eq.
(2.17) by q exp(iq-1,") T, (q,11") and integrating gives

(2.28)

BpL:iéap,l_l_Z (- l)k

k=1

ktp
("7 )pmTesaon

(iBiS+Y" KB BoE), (2.29)
n=l

where the kernel K,? is obtained from Eq. (2 21), by
the substitution

K% f= (re)k; 8= (ro)m. (2.30)

In the first term on the right-hand side of Eq. (2.29)
the evaluation

q , =1, p=1,
lim — [ dr e?*T,(q,1)

(2.31)
=0 9,/ =0, p>1,

has been used.? Finally, an equation for the B, must
be derived. Let us write

D(q;r)rl) :6(r—— r’)_ (l/va)Ks(Q;ryrl);
and define D(q,r,11) by

(2.32)

(l/va)/drl D(q,r,r;)D(q,r1,x')=06(r—1'). (2.33)

Then we can write
6—1(q7r?r/)
— D (g07)+(1/22) / dride! D (g0
0

XKL((LrI)rl/)e_l(qyrllﬁr/)' (234)

Multiplying Eq. (2.34) by —i¢K,5(r)/v.2, integrating
and making a multipole expansion gives

pS:v—T:ni; 0drdrl
XK (0)D7(0,5,r) K, 2 (r1) - B, 7, (2.35)
where K, (ry) is defined by
K (1) f=1.5;8(u—t—R), g=(r)" (2.36)

8 This is easily obtained by using

% 5 exp(iq-R;) =3 exp[i(q+K)- (r.—1)]
47 [re—r—Ry| [q+K]? ’

L. ADLER

It should be noted that terms involving Bo’ have
been omitted from Eqs. (2.24), (2.29) and (2.35) be-
cause they vanish in the limit ¢ — 0. For example, the
coefficient of B¢ in Eq. (2.24) contains a factor
('k+q|exp(—iq-1,)|7k). Since

(Vk+q|exp(—iq-1.)|Ik)= ('k+q|lk)
—iq- (('k+q|r.[Ik)+0(¢?)=0(¢)

and
va ,exp(iq-R;)
=t f dr givrs.
0 47!' 7 Ir—l—R]]
/ exp(lK r) 1
|K+q® ¢

the term drops out as q — 0. Similarly, the terms in
Eq. (2.29) and Eq. (2.35) involving Bo® do not
contribute.

The preceding manipulations have replaced the inte-
gral equation (2.14) for e *(q+ K, q+K’) by Egs. (2.29)
and (2.35), which together constitute an integral equa-
tion for B,“(p=1,---, ), and the integral Eq. (2.33)
for D7*. Once the quantities B,* and B;5 are known,
the dielectric constant with local-field corrections can
be calculated from Eq. (2.24). The point of this formal
rearrangement is that it is now possible to make an
approximation with a clear physical significance which
makes Egs. (2.29) and (2.35) easily soluble. This is
simply to neglect all the B,” with p greater than some
integer P. This means roughly that we are approxi-
mating the influence on a given cell of the charge in any
other cell by the first P multipole moments of this
charge. In many cases, we expect very good results to
be obtained for a small value of P. The most familiar
case is that of P=1 (dipole approximation). Utilizing
the fact that the only second-order tensor compatible
with cubic symmetry is the isotropic tensor, and noting
that the inhomogeneous term in the equation for B,“
is a vector parallel to q, Eqgs. (2.24), (2.29), and (2.35)
become

e1(0,0)=1—:B,%-¢¢- Ky12-g+B:5- ¢,
B,2-g=i~2limg- To(4.0) 4]
X (iB:5-¢+¢- Kii*-¢B.2-g),

(2.37)
-g=—(1/vd)¢" /drdrl
0
XKi8(1)D7(0,1,1:) K1 (11) - gB1 7+ ¢
= _’1:47!'C1B1L‘é
It is easy to show that
Q' K11L'Q= —'4:71'(1, (238)
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where « is the polarizability calculated without making
local-field corrections. [The second term on the right
of Eq. (1.21) is just 4wa.] The dipole sum ¢- T2(q,0)-§
is not absolutely convergent. However, if we evaluate
it in a crystal of finite diameter L, letting L — oo and
g — 0 while keeping ¢L>>1, it has the value —%, inde-
pendent of the crystal shape.® This evaluation procedure
is the one that makes sense physically for wavelengths
in the infrared, visible and near ultraviolet. For such
wavelengths and for a typical crystal of dimension L
and lattice constant a, the inequality ¢Z>>1 holds.
However, since ¢ga<<1 and since the matrix elements
and energies appearing in the kernels vary appreciably
only when ¢ changes by an amount of order 1/a, we
can still take the limit q — 0 in the kernels.

Using these evaluations, Egs. (2.37) may be readily
solved to yield

1 41!'((1“C1)

=1+ .
€1(0,0) 1—(47/3)(@—Cy)

(2.39)

This is the usual Lorenz-Lorentz formula, modified by
the subtraction from « of

Ci= (1/4wva2)q'/drdr1

0

XK S @) (x| [1— (1/v) K51 1)K E(r1) ¢, (2.40)
This self-polarization correction takes just the form that
is expected on the basis of a simple classical model. If
we compute the dielectric constant of a macroscopic
cubic lattice of uniform spheres composed of material
of polarization per unit volume «, we find that the di-
electric constant is determined by a Lorenz-Lorentz
formula, except that « is replaced by

4ma?/3
o =q———. (2.41)
14-47a/3

The subtracted term is a self-polarization correction
arising from the influence on a given sphere of its sur-
face charge. To examine the qualitative form of Cj,
let us replace all the kernels K appearing in Eq. (2.40)
by —4ra [cf. Eq. (2.38)]. Then we see that the cor-
rection C; also has the form Aa?/ (14 Ba), with 4, B>0.

With the formalism developed, higher-order correc-
tions to the Lorenz-Lorentz formula can be obtained by

/ dr exp(—iq- DLV - (I jop® (1) | P--0)--O(IK | oy ® (1) | P q)/01]=0,
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taking the cutoff integer P larger than one. Note that
T,(0,0) is absolutely convergent for p>2, so no addi-
tional ambiguities regarding the method of summation
appear when working to higher order. Although the
calculation has been carried out for crystals of cubic
symmetry in order to avoid a tensor dielectric constant,
its main features would be expected to carry over to
the case of arbitrary symmetry. If the restriction to
insulators is dropped, intraband terms (/=1') appear in
Eq. (2.21). If these are treated in a free-electron ap-
proximation, which should be reasonable when motion
of the conduction electrons and holes is well described
by an effective mass, the generalization of the above
derivation is straightforward and leads to

4r(a1—Cy)
=1+4mad+ . (2.42)
1— (4r/3) (11— C})

€1(0,0)

In Eq. (2.42) o' and o™ are, respectively, the intraband
(I=0") and interband (I5%l’) parts of «, the polariza-
bility without local field corrections. The restriction
gL>>1, necessary to evaluate the dipole wave sum
T.(q,0), cannot be relaxed without drastically altering
the derivation. In order to deal with wavelengths
comparable with the macroscopic dimensions of the
crystal it would be necessary to take into account sur-
face effects, which of course has not been done in the
above derivation.
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APPENDIX

In order to prove that the expression for jird(q,w) is
gauge invariant, we need the auxiliary identities:

2 (Dun (1) =v,2; 6(r—1'—Ry), (A1)
q- (k| p+rk+rhq/2|'k+q)
= (m/h) (Eviyq— Euw) (k| V'k+q).  (A2)

Expression (A1) is just the completeness relation for the
periodic parts of the Bloch functions. The identity
(A2) is obtained in a straightforward manner by writ-
ing k-p Schrodinger equations for uu® and #yiqq,
multiplying the former by %y 14, the latter by #;c*, and
subtracting. We may also regard (A2) as the result of
expanding )

(A3)

which shows that it is an expression of conservation of charge in the unperturbed theory.

9 M. H. Cohen and F. Keffer, Phys. Rev. 99, 1128 (1955),
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Let us now make the gauge transformation A — A+ qf(q,»), ¢ — ¢+ (w/¢)f(4,»). Then
Ajnd/ f(quw)=—eNg/mcV
¢ (k| pot+rk+7q/2|Vk+ Q[ fo(Ew) = fo(Evise) J('k+q| pot-7ik+7q/2| k) - q

micV 1wk Tt Eie— Epxiq
cw 5 (k| petk+7q/2| V' k+@)[ fo(Eu) —fo(Eviid) ]
mcV 'k flw—l-Elk—Ezlk_'_q )

Combining terms gives

Ajd/ f(g,0) = (¢&/mcV ){ — Ntq+ 2wk (k| pot-Hk+70/2 | Vk+ @) [fo(Ew) — fo(Evitd) J0'k+a| k)}
= (¢&/mcV)[—Nhq+2 3k fo(Ew) X (k| petik-+rq/2 |1 k+q) ('k+q|lk)
= (¢&/mcV)[— Nhq+2 ik fo(Ew) Uk| pot7k+7q/2| k) ]=0. (A4)

In the last step, the fact that (’k|p.+7%k|/k) has odd parity under inversion of k has been used.



