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A detailed study of the density of states (DOS) p(E) in the tail for an electron in a spatially corre-
lated Gaussian random potential V' (x) is presented. For disordered solids characterized by short-
range order extending a distance L, of the order of the interatomic spacing, we consider autocorre-
lation functions B(x)=(V(x)¥(0)) of the form (i) V2 exp[—(|x | /L)™] for 1<m < ». For
short-range disorder characterized by two correlation lengths L, and L,, we consider the model (ii)
B(x)=V? [aexp(—x2/L})+(1—a)exp(—x2/L3)]. Finally, we consider the case of longer-range
correlations (iii) B(x)=V?2,[1+(x /L) ]—mI /2, which may be relevant to systems with topological
disorder or disordered polar materials in which the randomness may be modeled by frozen-in
longitudinal-optical phonons. We find that for reasonable choices of the correlation lengths and
rms potential fluctuation that the entire experimentally observable part of the DOS in three dimen-
sions lies in the crossover regime between the shallow energy Halperin-Lax tail
p(E)~ | E | 3%exp(—const X | E | /2) and the deep Gaussian tail p(E)~ | E |3exp(— | E | 2/2V?%,)
where the energy E is measured relative to the shifted continuum band edge. For systems with rap-
idly decaying short-range correlations (m >2) the crossover regime exhibits a linear exponential
(Urbach) tail which easily spans five decades in the DOS. The extent of linearity is highly sensitive
to the range of the correlation function B(x). The screened-Coulomb impurity model (m =1) re-
quires a screening length considerably smaller than the interatomic spacing to give an Urbach tail.
These results are obtained numerically by saddle-point (instanton) evaluation of a replica-
functional-integral representation of the one-electron propagator. The instanton method provides
an asymptotic expansion for the band-tail DOS, which is nearly exact for all energies below the
shifted continuum edge. Comparison is made to the Feynman path-integral method and to a simple
physical argument which yields to a high degree of accuracy the results of the instanton method.
Our results provide a basis for understanding the extent, precision, and universality of Urbach tails

15 APRIL 1988-1I

in disordered materials.

I. INTRODUCTION

A long-standing fundamental problem in the under-
standing of optical properties of disordered solids has
been a clear physical explanation of the nearly universally
observed Urbach optical absorption edge. The empirical
rule first proposed by Urbach! in 1953 states that the op-
tical absorption coefficient a(w) associated with electron-
ic transitions from the valence- to conduction-band tail
takes the form

alw)~exp[ (fiw—Fiwy) /W] , (L.1)

where fiw is the photon energy and fiwy and W are fitting
parameters. fiw, is comparable to the band gap, and
W =A +B(kgT) has a temperature-dependent part as-
sociated with static disorder as well as a part arising from
the thermal excitation of phonons. In some recent pa-
pers®? it was suggested that the linear (Urbach) exponen-
tial behavior evident in the absorption spectrum could be
attributed to a corresponding energy dependence in the
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one-electron density of states p(E) in a static Gaussian
random potential ¥ (x) provided that a careful treatment
of short-range order on the scale of the interatomic spac-
ing was performed, this being the scale of the localized
wave function in the Urbach region. For an autocorrela-
tion function B(x):-(lz/(x)V(O)) chosen to be of the
Gaussian form V2 e ~*"/L” with L the interatomic spac-
ing, it was shown® by means of a simple physical argu-
ment that p(E) exhibits a linear exponential tail which
easily spans five decades. Although we do not attempt to
give a microscopic derivation of the Gaussian autocorre-
lation, we observe that both the extent and accuracy of
linear behavior are sensitive functions of the range of
correlations. For example in the model
B(x)=V? e~ !*1/L studied by Halperin and Lax* the
extent of linearity is considerably reduced. A true Ur-
bach tail in this model would require a correlation length
L considerably smaller than the interatomic spacing. In
this paper we present an extensive study of the sensitivity
of Urbach tails to the nature of short-range correlations.
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In particular we consider correlation functions of the
form B (x)=V? exp[—(|x | /L)"]for 1<m < .

It is shown that accurate linear behavior in the DOS is
characteristic of random potentials which are strongly
correlated for lengths up to the interatomic distance and
then rapidly lose correlation on longer scales. The case
m=1 is relevant to heavily doped semiconductors with
charged impurities.* It is plausible that in amorphous
semiconductors that correlations decay even more rapid-
ly (m >2). This is supplemented by a study of correla-
tions having both a short-range and long-range com-
ponent. As a simple model we consider

202 2,72
Bx)=V2 [ae ™~ Fp(1—a)e ™ 7.

Finally we consider a class of power law decaying corre-
lations B(x)=mes(l-+-ch/L2)—m‘/2 as may be realized
in systems with topological disorder or polar semicon-
ductors where it has been suggested that frozen-in
longitudinal-optical phonons may produce long-range
correlated random electric fields. Our results provide a
basis for understanding the universality of Urbach tails in
the one-electron DOS and how small deviations from
linearity may represent characteristic signatures of par-
ticular forms of short-range or long-range order. A com-
plete test of this hypothesis, however, would require an
independent probe of microscopic correlations in the
solid.

Theoretical efforts to describe band tailing and the as-
sociated optical absorption edge have a long and rich his-
tory. For heavily-doped semiconductors with screened-
Coulomb impurities, Kane,’ Bonch-Bruevich,$ and oth-
ers developed semiclassical treatments for the density of
states which focused primarily on the probability distri-
bution of the potential fluctuations. Taking advantage of
the long-range nature of the impurity potential, it was
shown that for a Gaussian probability distribution, the
deep tail forms a Gaussian density of states. This result
remains true in an asymptotic limit for any correlation
function B (x) having a finite correlation length L. For
band tail states of energy — | E | measured relative to
the conduction band continuum edge, it has been shown’
that the density of states in 4 dimensions takes the form

p(E)~ | E |%exp(— | E |2/2V2,,), A<<L (1.2)

provided that the electron deBroglie wavelength
A=h/(2m* | E |)/? is considerably smaller than the
correlation length L. Here m * is the conduction-electron
effective mass. However, if L is close to the interatomic
spacing as in the case of an amorphous semiconductor
the asymptotic limit (1.2) is only realized at energies so
low that the presence of the valence band cannot be ig-
nored. Typically, the criterion for asymptotic validity of
(1.2) requires that the energy be more than one quarter of
the way into the band gap and that the localization
length be much smaller than the interatomic spacing.
Here, the effective-mass approximation to the true band
structure of the solid is inadequate. On the other hand,
Halperin and Lax* (HL) recognized that for shallow-
energy-tail states, for which the effective-mass approxi-
mation is valid, the underlying physics is changed com-
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pletely. Here the kinetic energy of localization plays a
dominant role in determining the scale of the most prob-
able potential fluctuation. In the asymptotic limit A >>L,
the density of states takes the form®

p(E)~ | E |25~ /4exp(—constX | E |27%/%),

A>>L . (1.3)

Despite the firm mathematical foundation of the asymp-
totic forms (1.2) and (1.3), neither of these energy depen-
dences can account for the universally observed Urbach
tail in three-dimensional systems. This discrepancy may
be resolved by a careful consideration of the relevant en-
ergy and length scales. The required interpolation be-
tween the asymptotic limits (1.2) and (1.3) exhibiting the
observed Urbach spectral dependence was first reported
by Sritrakool, Sa’Yakanit, and Glyde.? The underlying
physics of a broad range of linear exponential behavior is
the strong influence of the correlation length L on band-
tail states in three dimensions and the consequent pinch-
ing of the Halperin-Lax behavior (1.3) into an unobserv-
ably narrow energy window near the shifted continuum
band edge. In fact the breakdown of HL scaling occurs
for deBroglie wavelength A substantially longer than L as
the spatial dimension d —4. This may be seen by the fol-
lowing simple physical argument.®’ For length scales
long compared to the correlation length L, the probabili-
ty distribution for the potential may be taken to be of the
form

P(V(x)} <exp |——=S(¥] |, (1.4a)
Y
where
S{Vy= [ di% Vix). (1.4b)

The averaged density of localized states at a particular
energy E is simply the number of potential fluctuations
V (x) capable of supporting a bound state at precisely this
energy and weighted by its probability of occurrence
(1.4a). Consider, for instance, an elementary class of such
fluctuations taking the form of square wells of depth —v
and linear extent / > L. Using the Heisenberg uncertain-
ty principle, the ground-state energy — | E | may be ap-
proximated by —v +#2/(2m *I?). In this case

# |
2m*I?

S{Vi=S()=I1°||E | + (1.5)

For d <4, the density of states in the tail is dominated by
those potential wells of size

4—d #
d 2m* | E |

which minimize S (/). The Halperin-Lax tail is then sim-
ply obtained as

2
lmin“

(1.6

p(E)~exp

1
-——S (Imin )] -
7 ]

Thus result is valid provided /;, > L. For [; <L the lo-
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cal minimum (1.6) is not accessible and the density of
states approaches the value

p(E)~exp | ——=S(L)
¥

leading to the Gaussian form (1.2). It is apparent from
(1.6) that in high dimensions (d —4), /;, becomes small-
er than L even for shallow band-tail states described by
small | E |. That is to say, in higher spatial dimensions,
the influence of the correlation length L is felt even at en-
ergies for which the deBroglie wavelength A >>L and the
HL tail is in fact pinched into a smaller and smaller ener-
gy window as d —4. This in turn leads to a very broad
crossover regime between the two limiting forms (1.2)
and (1.3) as well as a high degree of sensitivity to the
range of the autocorrelation function of both the extent
and linearity of the crossover regime.

The discrepancy between the limiting forms (1.2) and
(1.3) and the observed Urbach absorption edge has led to
extensive studies of alternative mechanisms.®~!! The ac-
tual optical absorption coefficient a(w) is determined not
only by the convolution of the valence- and conduction-
band tail density of states but also by the oscillator
strength of the associated transition. Although the
universality of Urbach tails in our analysis is apparent
from the one-electron DOS, there are many materials for
which the transition matrix element plays an important
role in determining the shape of the absorption edge.
The most notable of these systems have been described by
exciton models. In narrow-band molecular crystals the
optically excited electron-hole pair interact strongly to
form a tightly bound Frenkel exciton band below the con-
duction band. Sumi and Toyozawa!® have described the
associated absorption edge in terms of the interplay be-
tween the narrow free exciton band and excitons momen-
tarily trapped by interaction with acoustic phonons. The
exciton-phonon interaction is written as

H=73 Aafla; (1.72)

8= 3 Ve, (1.7b)

where a,-ir is the creation operator for a Frenkel exciton at
lattice site i, @ is an acoustic phonon normal coordinate
and for a deformation potential interaction ¥V, «k. On
the time scale of an optical absorption event, the modes
Q) are essentially frozen and satisfy the statistics of a
harmonic oscillator in thermal equilibrium. In particular
the “‘site energies” A, satisfy

Kr
2%k, T

—iketey -y | Vil ?

(A,A,)r=T e coth

k 20

>

(1.8)

where ( ) denotes thermal expectation value and sum-
mation is over the crystalline Brillouin zone. For an
acoustic phonon dispersion of the form w, <k, this
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reduces in the high-temperature limit to (A,A,, ),
=D?,,,, where

D?=kzT3 |V, |*/0} .
k

The k=0 part of the spectral density A (k,E)
=(k |(E—H)"'|k) describing an exciton with zero
center-of-mass momentum exhibits a Lorentzian peak as
a function of E at the center of the narrow-exciton band
and a tail of lower energy localized exciton levels arising
from disorder. The underlying physics of the localized
exciton levels is the same as in our model of a single par-
ticle in a static Gaussian random potential. However, the
existence of a sharp exciton band modifies the nature of
the overall optical absorption edge. Abe and Toyozawa!?
and more recently Schreiber and Toyozawa!® have per-
formed extensive numerical studies on the effects of
Frenkel exciton line shape on the Urbach edge. It was
found that the density of states is the dominant cause of
the exponential tail in the optical absorption spectra in
the systems they considered.

In materials with high dielectric constant, the
electron-hole interaction is considerably weaker. For ex-
ample, in GaAs with a dielectric constant € ~ lZ,uthe ra-
dius of the lowest exciton orbit is almost 100 A. The
final-state interaction between the electron and hole again
appears as a large enhancement of the optical absorption
over the square-root continuum for the one-electron den-
sity of states and the effect of the enhancement is felt in
the absorption edge. Dow and Redfield® have studied the
influence of the internal degrees of freedom of such
large-radius (Wannier) excitons on the absorption edge.
In particular, for ionic crystals and polar semiconductors
they argued that the dominant interaction is that of the
Wannier exciton with frozen-in longitudinal-optical pho-
nons. In this case we may use (1.7a) and (1.7b) except
with ¥V, «1/k and w;=const which in the high-
temperature limit leads to long-range correlations of the
site energies. From Eq. (1.8) we obtain (A,A, ),
~1/|r, —r,|. The resulting long-range-correlated ran-
dom electric fields cause field ionization of the exciton.
The final-state interaction determined by the overlap of
the electron and hole wave functions decreases exponen-
tially as one goes deeper in the tail. The energy depen-
dence of this oscillator strength plays an important role
in determining the overall shape of the optical absorption
edge. The importance of matrix-element effects for long-
range correlation random potentials is also evident in our
calculation. We find that for an electron in a static ran-
dom potential for which the autocorrelation function
B(x —y)~1/(x —y) at large separations the one-electron
DOS by itself does not exhibit an Urbach tail (see Fig. 5
and later discussion). This is a consequence of the ab-
sence of a Halperin-Lax region for autocorrelation func-
tions for which f d’ B(x) is infinite. For integrable
correlation functions, however, the band-tail density of
states by itself exhibits a linear exponential energy depen-
dence, and we take this as our starting point from which
additional effects such as those described above may be
incorporated.
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II. FIELD THEORY: GAUSSIAN WAVE-FUNCTION
APPROXIMATION

A single electron near the conduction-band edge may
be described in the effective mass approximation by a
Schrodinger equation

" vy
" am* trix

P(x)=— | E | ¢(x) . 2.1

Here E is measured relative to the unperturbed band
edge. The averaged one-electron Green’s function for a
Gaussian random potential ¥ (x) characterized by a zero
mean value and autocorrelation function (¥ (x)V(y))
=B (x —y) has a replica field theory representation:™®

b4

(G(x,x';E+))=}Ln1()[;ll~ fD¢¢“(x)¢“(x')e‘S

(2.2a)
where
#V?
S=1 [ d% ¢%x) — o B |#°x)
—1 [ [ d% d% ¢%(x)¢*(x)B (x —)
X $P(p)dP(y) . (2.2b)

Here (2.2a) is a functional integral over the set of replica
fields ¢% a=1,2,...,n in which the contour of integra-
tion for each ¢%*x) runs from —exp[(i7/4)c] to
+exp[(im/4)0 ). For sufficiently large negative energies
this integral is dominated by nontrivial saddle points of
the action S. These instantons determine the most prob-
able shape of the localized wave functions for a given en-
ergy — | E | and are solutions of the classical equation

ﬁ2
— v? E
2m* +IE|

¢%(x)=14 [ d% B(x —y)¢P(y)

X $P(y)9%(x) . 2.3

Before proceeding with a detailed numerical analysis of
this saddle point equation, it is instructive to obtain an
approximation to the density of states by means of an ap-
proximate analytical minimization of the action (2.2b).
This may be done by assuming that the localized wave
function for a particular energy takes the form of a
Gaussian:

P x)=AY(x)A ¢, (2.4a)
where
P(x)= exp(—x?%/2R?) (2.4b)

(,".RZ)d/4

is a normalized harmonic oscillator ground-state wave
function of spatial extent R. Here f ¢ is the ath com-
ponent of the unit vector in replica space and 4 is the in-
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stanton amplitude. Assuming an autocorrelation func-
tion of the form B(x)=V?2 exp(—x2/L?), the best
Gaussian wave function approximation to the density of
states follows from inserting (2.4) into (2.2b) and minimiz-
ing the resulting action

A | d#?
S(4,R)="2 4m,R2+lE1]
4
AT 1 2.5)

8 ms(l+2R2/L2)d/2

with respect to the two variational parameters 4 and R.
Introducing the energy scale,

ﬁz
gL =—— 2.6)
L= ameL?
the required local minimum occurs at
d 26, 197
A= Ler+E| | 1+=2 2.7
mes 2 €g

for the instanton amplitude, and the localization length R
is determined by

# 4|E|/(4—d)
SREZm‘Rz—_.- l Jl6 E 172 (d <4) .
I+ |1+ (4—d)*

- L

(2.8)

The exponential part of the density of the states is then
approximated by

pLE)~exp(—S i) » (2.9a)

where

2%, ds2
1+ ——
ER

d

1
“i‘ER'HEI

— (2.9b)
2Vt

S min =

It is straightforward to verify that this analytical form ex-
hibits the three regimes of physical interest suggested ear-
lier. For |E | <(1—d/4)%,, the localization length
may be approximated by €53 ~2 | E | /(4—d)<<e;. It
follows that (2.9b) may be approximated by

2((4—dd, l””
| E | ’

1

min =~ 2V3ms

41E |
4—d

2

|E | < g, (2.10)

d
-3

yielding the energy dependence of the Halperin-Lax den-
sity of states. If, on the other hand, | E | >>4¢;, the
term 2g; /eg appearing in (2.9b) may be neglected in
comparison to unity since in this limit €5 < (¢, | E | )72
It follows that

s ~1EL*

min == 2
2V ims

, |E | >4¢; 2.11

yielding the expected deep Gaussian tail. The crossover
regime,
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2
<-J—L£E <4 (Urbach)
L

_d

2 (2.12)

for d=3 exhibits an essentially linear exponential behav-
ior characteristic of the Urbach tail throughout most of
the observable energy range. The Gaussian wave func-
tion approximation further exhibits the pinching of the
Halperin-Lax regime into a narrow energy range between
(1—d /4)%, and a shifted (extrapolated) continuum-band
edge. In three dimensions, for weak disorder, the
square-root continuum extrapolates to a band edge at
E~ —V?  /2¢, (see Appendix).

Our use of the Gaussian wave function approximation
in this section was primarily to make the physics of the
replica technique transparent. It is in fact an exact for-
malism from which a systematic, asymptotically exact re-
sult for the band-tail DOS may be obtained as will be dis-
cussed in Secs. IV and V. For the particular case of
Gaussian autocorrelations, the Gaussian wave function
ansatz reproduces to within a 3% error the results of the
more exact analysis.

III. RELATIONSHIP OF FIELD THEORY
TO THE FEYNMAN PATH INTEGRAL

An alternative representation of the averaged one-
electron Green’s function in a random potential follows
from the Feynman path integral. Recently Sritrakool
et al. and Sa’Yakanit? have used this method to compute
band tails in disordered systems. In this section we ex-
plicitly demonstrate the equivalence of the Gaussian
wave function approximation to the introduction of a
harmonic oscillator trial action in the Feynman path in-
tegral. We define a time-dependent Green’s function as
the matrix element of the evolution operator for the elec-
tron initially at position x and at a later time ¢ at position
x':

Gx,x;t)=(x"|e H/A|x) . (3.1

The ensemble average of this propagator for the random
potential described in Sec. II has a path-integral represen-
tation

(G (x,x"51)) ensembie= [ (o), DX(T)expliS/A)  (3.22)
X(H=x'
in which the effective action
m* t 2
=—2— fo de (’T)
i t t ’ ’
+55 J 47 [ldr BX(n-X()) . 32b)

As discussed by Sa’Yakanit,'* an approximation to the
Green’s function (3.2a) may be obtained by introducing a
trial harmonic-oscillator action

* -
Strial=ﬂ2-— foxdTXZ(T)

m.VZ t t ’ _ ’ 2
" fodtfod'rIX(‘r) X(r) |2 (3.3)
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which corresponds to an electron coupled harmonically
with oscillator frequency v to an infinite mass. Expand-
ing the true action S about this trial action yields the first
cumulant approximation to the one-electron Green’s
function which for x =x’=0 is simply

< G(0,0;1) >cnsemble="trialexp(iﬁ-l<s _Strial ) ) (3.4a)
where
—_ i~ lSlrial
a1 = fxm)=xm=oDX(T) ¢
. 1972 ‘2
m v
T | 2mifit sin(vt /2) (3.40)

and the angular brackets denote an average with respect
to S trial:

(4)= f DX(1) A explifi~ 'S ia) /T il - (3.4c)
As discussed by Feynman,!® the first cumulant may be
evaluated by knowledge of the associated forced
harmonic-oscillator amplitude. A straightforward but
tedious calculation yields

%(S—Sml):Io(t)—}-Iim(t) , (3.5a)
where
d | vt vt
Io(t)—2 2cot > —1], (3.5b)
—Vims t—1
I ()=——— ["d1 ,
' # fo [1—(8ie, /Av)Q (7,1)]¢"
(3.5¢)
and
0(rt)= sin(vr/2)sin{v[(r—1)/2]} . (3.5d)

sin(vt /2)

The averaged one-electron density of states is then given
by
1 iEt /%

pE) =5 — $ dt B/ G (0,051)) ensembie » (3.6)
where the contour of integration is from — oo to + o in
the lower half complex ¢ plane avoiding the singularities
along the real axis of the harmonic oscillator prefactor
Jirial- It is convenient to distort this contour deep into
the lower complex ¢ plane. For ¢t = —iT and vT >>1 we
may replace Q(7,t) by —1/2i and the density of states
becomes

d/2
p(E)zElT—ﬁsﬁdt 2’:1,;‘ (ivt)dexp[I(D)] , (3.72)
where
I(t)=—i —1£l—+ﬂ — Vi 2 .
fi 4 2# (14-4e; /#v)??
(3.7b)

This integral has a saddle point ¢, along the negative
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imaginary-time axis for which
(|E | +4d#iv)
2V ims

d/2
481.

I(t()):—“ + ‘ﬁ‘V

(3.8)

If we now identify the harmonic-oscillator frequency v
with the spatial extent R of the ground-state harmonic-
oscillator wave function:

(3.9)

it follows that I(¢y) is identical to S_;, [Eq. (2.9b)] ob-
tained from the Gaussian wave function approximation
to the field theory of the previous section. The variation-
al parameter v may be chosen according to the Lloyd-
Best principle!® which for the band-tail states corre-
sponds approximately to minimizing the exponential part
of the density of states I(t,). This minimization yields
precisely the result (2.8). Keeping up to quadratic fluc-
tuations about the saddle point ¢, yields a density of
states

*

1

d/2
m . d
P~ Zﬂiﬁtc‘ (ivio)
e 172
Xexp[I(ty)] [m (3.10)

identical to that of Sec. II. The Gaussian wave function
approximation to the field theory is therefore equivalent
to the first cumulant approximation to the Feynman path
integral expanded about a harmonic-oscillator trial ac-
tion.

The harmonic-oscillator approximation yields an excel-
lent qualitative picture of the one-electron density of
states exhibiting the three energy regimes of physical in-
terest. The actual numerical coefficients which determine
the slope of the exponential part of the density of states
as well as set the absolute magnitude of the energy-
dependent prefactor are, however, sensitive to the actual
shape of the most probable localized wave function. We
now proceed to relax the restriction to a Gaussian wave
function as well as consider the effect of fluctuations
about the most probable state.

IV. FIELD THEORY: INSTANTONS

The form of the most probable wave function for a
given energy — | E | in the band tail is determined by
solving the saddle point (instanton) equation (2.3) associ-
ated with the replica-functional-integral representation
(2.2) of the averaged one-electron Green’s function.
Writing ¢%(x)=4¢,(x)f %, these instantons are solutions
to the Hartree equation

(—=V24 | E gy(x)—1+ [ d% B(x —y)p4(»)be(x)=0 .
4.1)

Sufficiently deep in the tail the solution ¢ is identical to
the Gaussian wave function determined previously.
More generally, Eq. (4.1) must be solved numerically. A
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detailed discussion of numerical results is presented in
Sec. VI. The density of states in the single instanton ap-
proximation is given by

p(E)= A (E)exp[—S(é4)] , (4.2a)
where A4 (E) is an energy-dependent prefactor and
Sa)=1 [ d% [ d% ¢4(x)B(x —y)$3(y) . (4.2b)

As shown previously by one of us,”. 4 (E) may be ob-
tained by evaluating fluctuations about the saddle point.
There is a degeneracy in the set of solutions to the saddle
point equation (2.3) since the instanton ¢,(x)# ¢ breaks
both the translational symmetry in coordinate space as
well as the rotational symmetry in replica space of the ac-
tion S. The method of collective coordinates may be used
to include contributions to the functional integral (2.2a)
from such degenerate saddle points obtained by global
translational or rotation of the instanton. Evaluating all
other fluctuations associated with distortions in the shape
of the instanton to quadratic order yields

1
%! (E)=;"¢clll‘ltrans | A | ’ 4.3)
where || || denotes the L2 Hilbert space norm:
172
Igall= [ [ d% | ga00|? @

and the Jacobian associated with integration over uni-
form instanton translations is
d/2

L1 vl

J 7 (4.5)

trans =

Fluctuations in the instanton shape are incorporated in
the factor A which is a ratio of Fredholm determinants:

A’l=det'[M(1)/2m]/det'[M, (1) /27] . (4.6)
Here, the operator
2
Mp(A)=8%x —y) | — ﬁzv, +|E |
2m
A d
-3 [ d% B(x —2)¢}(2) 4.7

describes fluctuations transverse to the direction # ¢ of
broken symmetry in replica space and the operator

M;(A)=MsA)—AM ., , (4.8a)
where
Mexch = ¢cl(x )B (X -y )¢cl(y) (4.8b)

describes the corresponding longitudinal fluctuations.
The prime on both determinants denotes the omission of
the zero eigenvalues of these operators since these fluc-
tuations have been calculated exactly by the method of
collective coordinates. M has one zero eigenvalue with
eigenfunction ¢ (x) corresponding to rotations of the in-
stanton in replica space and M, has d zero eigenvalues
with eigenfunctions (3/9x;)¢y4(x), i =1,2,...,d corre-
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sponding to translations of the instanton in each of the d
independent Cartesian directions.

The evaluation of the ratio of determinants may be
simplified'” by eliminating the continuous spectra of both
M, and M;. Multiplying both operators by
(—#*V2/2m*+ | E | )~! leaves A invariant and reduces
the calculation to that of two discrete spectra. In partic-
ular,

detMp(A) [e&(M)]?

A’=lim — T , (4.9)
A-1 | detM (A) eg(A)
where
M (M)=14M—#V2/2m* + |E | ) loy(x) (4.10a)
and
M, (M=MpA)—M—#V2/2m*+ |E | )" 'M ., -
(4.10b)
Here, we have introduced the classical potential
vax)=—1 [ d% B(x —2)¢}(2) . (4.11)

Also, e5 (1) and el(L) are the eigenvalues of M, (A)/27
and M())/27 which vanish as A— 1. It follows that

deti (M= [1—= |, (4.122)
i i
where £T are eigenvalues defined by the equation
2072
- ;’ V, +&lvy(x) [¢f=— | E | ¥T . (4.12b)
m

For instance {I=1 and the corresponding eigenfunction
YI=¢,. The computation of the determinant (4.12a)
may be simplified by knowledge of the asymptotic behav-
ior of ¢7 for very large i. The density of bound states in
the vicinity of — | E | for a very deep potential (large £7)
may be estimated using the Thomas-Fermi approxima-
tion. If, for instance, we consider filling the potential well
Sv,(x) with electrons (neglecting spin degeneracy) up to

a Fermi level — | E |, the local electron number density
n(x) at position x has an asymptotic behavior
ve(x)]3?
nix) ~ E‘——;L (d=3). 4.13)
o 6

The required density of eigenvalues p, (&) is simply the
derivative of total number of states with respect to ¢:

d
pT(§)=Efd3xn(x). (4.14)

The Fredholm determinant (4.12a) may then be written
as

deté (M= [T 11_—)‘7
el S

exp f; dépr(8)

]

A
=7

XIn

(4.15)

A similar analysis holds for the longitudinal operator:

deté, (M= [T ‘1_%
¢F<g &

exp [ 7 dEpL(¢)

X1n

’

A
=%

(4.16)
where the eigenvalues £F are obtained from

{ _ﬁ2V2/2m *+§%[Ucl(x)_Mexch]}¢lL=“ i E | ¢1L .
(4.17)

Unlike the delta function correlated disorder considered
by Brezin and Parisi,!” the asymptotic behavior of the
density of eigenvalues p;(§) and p; (§) are identical as a
result of the nonlocality of the operator M., ,: The effect
of M., on eigenfunctions ¥~ whose scale of oscillation is
very short compared to the correlation length of the dis-
order and the spatial extent of ¢ is negligible compared
to the direct term. Although the individual determinants
(4.15) and (4.16) are divergent for d > 2, the ratio of these
two determinants is well defined. In the white-noise dis-
order model of Brezin and Parisi'’ this ratio was diver-
gent for d > 2, and it was necessary to perform a one-loop
renormalization of these determinants. The existence of
a finite correlation length to the disorder removes this
divergence and the density of states in the zero-loop ap-
proximation is finite.

V. BEYOND THE SINGLE-INSTANTON
APPROXIMATION

The single-instanton approximation to the density of
states which we have described is the leading term in an
asymptotic expansion which becomes exact in the deep
tail and which is extremely accurate throughout the en-
tire band tail. The important corrections to this approxi-
mation occur only in the very shallow energy |E | —0
limit of the Halperin-Lax region for weak disorder. In
this limit, the scale of the localized wave function be-
comes large compared to the correlation length L of the
disorder, and it is convenient to approximate the auto-
correlation function as B (x)~75%x). The action S ap-
pearing in (2.2b) may be simplified by rescaling all lengths
with respect to the deBroglie wavelength A
=#/(2m* |E | )"/? and rewriting the field variables
¢%x)= Ay*(x/A). If the amplitude A4 is chosen to be
(| E | /y¢)'”? then the action S may be rewritten as
S =1/gS where the dimensionless coupling constant

1/g=(|E |*/y,)2m* |E | /#}) %"

and S is expressed completely in terms of dimensionless
variables. 1/g plays the role of a large parameter which
organizes the saddle point expansion. The single-
instanton approximation to the DOS described in the
previous section takes the form

pol E)= A (E)exp

1~
LS | . 5.1)
2 ¢1]
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Here, the prefactor A (E) arises from considering quad-
ratic fluctuations about the single-instanton solution.
The higher-order fluctuations may be written as

AS=1 [ d% gy (R GOGHA+L [ dyPoger,
(5.2)

where we have let Y=y “+$". The exact density of
states is given by

p(E)=po(E){e~1/885)

where the angular brackets denote an average with
respect to the quadratic fluctuation matrix M af

(5.3a)

fD{l;( <-t)exp

1 ~ ~
dd axrgaB B
—ng Yy YIMPY

(- Y=
thZexp

_L d, ZaxgaBlB
%5 [ d% yeM*F ]
(5.3b)

The loggitudinal and transverse components of the ma-
trix M* were described in the previous section. An ex-
pansion in the small parameter g follows by evaluating
(5.3a) in a cumulant expansion. If we define

f(g)=In{exp(—AS/8))

then it follows that
f(@)~a g +ag*+ - .

This constitutes an asymptotic expansion for the density
of states. For small g, higher-order terms in f(g) may be
neglected. For weak disorder this occurs already in the
Halperin-Lax region, and the single-instanton solution is
extremely accurate. Although the coefficients a;,a,,. . .
are cumbersome to evaluate, a straightforward combina-
torial analysis reveals that lim,,_, . |@, /a,|=.
The expansion for f(g) therefore has a zero radius of
convergence and is only asymptotic in nature. Physically
this occurs because for shallow energy states the proba-
bility of occurrence of a potential well is relatively large
and a localized state in any given potential fluctuation
will interact with other nearby potential fluctuations cap-
able of supporting a bound state at approximately the
same energy. Mathematically this appears as an essential
singularity in the function f(g) which itself has contribu-
tions of order e ~!/8 as g —0. This corresponds to the in-
creasing importance of multiple instanton configurations
in the shallow part of the band tail (| E | —0). In fact
the transition region between the band tail and the posi-
tive energy continuum is dominated by a strongly in-
teracting gas of instantons. A treatment of the statistical
mechanics of this interacting instanton gas is beyond the
scope of this paper. However it may be important for a
complete description for the DOS throughout the entire
energy spectrum and in particular for the behavior near
the electronic mobility edge.
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VI. NUMERICAL RESULTS

In this section, we present numerical results of S (¢)
in Eq. (4.2b) by solving the Hartree equation (4.1) for
various autocorrelation functions in d=3. The auto-
correlation functions are assumed to be isotropic in space
and of a general form

z |

B(z)=Bof |~

) (6.1)

where L is the characteristic correlation length and f is a
dimensionless function with f(0)=1. For d=3 we ob-
tain a radial Hartree equation

#_d

" 2m* dr?

B o
—TO fdr’fdr'f[—l—r—-zt——l—]uz(r’)u(r)=0

u(r)+ |E | |u(r)

(6.2)

with u (r)=r¢,(r). Itis convenient to express Eq. (6.2) in
terms of the natural length unit L and energy unit
e, =#*/2m*L% The resulting dimensionless equation
becomes

—d—zv(t)-f- E]
dt?

v(t)
€L

B
—=—4x [ dt' F(s,t' w1 w(n=0,

2%, (6.3)
where t=r/L, v(¢t)=L'?u(r), and
n 1 ,
F(tt)=7— faa, fo—v|). (6.4)

The function F(¢,¢') is listed in Table I for the various
autocorrelation functions we studied. For any given
| E | /er, Eq. (6.3) is solved self-consistently for v (¢).
The operational procedure is to write v(t)= Aw/(?),
where w(?) is a properly normalized function and A4 is
the instanton amplitude. Equation (6.3) may then be
written as

d? |E |

i w(t)+ 6

w(t)

—g [ d' Fi,t' wtw (D=0, (6.5

where the parameter
_ 4mBy 4’

8L 2,

Il

is to be determined for every | E | /g;, and the normal-
ized function w(t?) is subject to the boundary conditions
w(0)=0 and w(w)=0. An initial guess, w;,(¢), is first
used to determine the “effective”  potential
J dt’F(t,t")w;, (') in Eq. (6.5). With this effective poten-
tial, we then obtain both g; and an output w,,,(#) satisfy-
ing Eq. (6.5). The output function w,,(¢) is again used to
construct the effective potential and the whole procedure
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TABLE 1. The angular average and the ratio between ¢, and E, (see text) for general autocorrelations functions f:

F(t,t")=(1/4m) [ dQ, f(|t—t'|)and a=¢, /E,.

ftiz|) flg,t") a
exp(— |z |™)
m=1 t—i,—e—'>[(t>+l)sinht<—t<cosht<] 4
me2 e_(,2+,.2,sinh(21tt‘) 05
221‘!
1 (t41t") 2
_ 1 —x 0.2466
m=4 41’ f(z—-l’)ze dx
(14 |z |H~" m{[l+(t~t')2]‘—"—[l-u+t’)2]“"} (2n —5)"!
(n>3) (ns£1)

is repeated until the difference between the input and out-
put w (z) becomes sufficiently small.
With both g; and w(t) determined for a given
| E | /¢, in Eq. (6.5), we are ready to evaluate S (¢), the
exponent of the density of states. By using (6.1)-(6.5),
Eq. (4.2b) can be rewritten as
1,

S=———g} [ dt [ dt' Fltwiowe") .

6.
B, 2 (6.6)

The energy dependence of S comes implicitly from the
energy-dependent functions g; and w(z).

The first set of the autocorrelation functions we have
examined takes the form

60

Exponent S (units of £2/Bo)

1] " 1 L | L 1 R s A
0.0 0.5 1.0 1.5 2.0 25 3.0
Energy ( units of ¢,)

1

FIG. 1. The calculated S (exponent of the density of states) vs
energy for the autocorrelation functions of the form
B(x)=Bgexp[—(|X | /L)"]. The energy wunit is g
=#/2m*L? and § is in units of €} /B,. Curves shown are for
m=1,2, and 4.

|x |
L

B(x)=Byexp

e

In Fig. 1, the calculated S, in units of €3 /B, is plotted as
a function of the dimensionless energy |E | /e, for
m=1, 2, and 4. The case of m=2 corresponds to the sin-
gle Gaussian autocorrelation function which has been
used in previous studies,® while m =1 originates from the
screened Coulomb potential with L being the screening
length.* All of the three curves do exhibit | E | /2 be-
havior for sufficiently small | E | and | E | 2 behavior for
sufficiently large | E | in their respective asymptotic lim-
its. On the linear energy scale used in Fig. 1, however,
the | E | !/? behavior is inconspicuous (almost invisible in
the m=1 case) while the asymptotic | E |2 behavior is
approached only very slowly as | E | increases. For the
intermediate energy region S is well fitted by a straight
line over a large energy range. The slope and range of
the straight line together with the root-mean-square devi-
ation of the fit are listed in Table II for m=1, 2, and 4.
Here the linear fit is performed with an energy grid of 0.1
(in units of g; ) for the m=2 and 4 curves in Fig. 1 and
0.02 for the m=1 curve. We have chosen the largest
linear region possible with a root-mean-square deviation
of the fit from linearity being approximately 0.2 (in units
of €2 /B,) in all cases. Some estimates of the parameters
€; and B, and comparisons with experiment will be dis-
cussed in the next section.

To analyze the data further, we have plotted in Fig. 2
the logarithmic derivative n(E)=d (logS)/d(log|E |)
for the three curves of Fig. 1. It starts from 0.5 at
| E | =0, passes 1.0 as | E | increases, and eventually
approaches 2.0 at large | E |. However since the experi-
mentally observable energy range relevant to band tailing
is located in the neighborhood of n=1, the exponent of
the density of states appears as a straight line.

Comparison of the three curves in Fig. 1, also reveals
the influence of the range of the autocorrelation function
on the linear behavior. We can define a “range” L, of
the autocorrelation function by

1 fsz(x)ddx

=t -
d [ B(x)d%

(6.8)

il
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TABLE II. A list of the slopes, root-mean-square deviations, and range (E;, and E,,) of the fitted
straight lines for curves in Figs. 1 and 4. The logarithmic derivatives n (E)=d[InS(E)]/d(In | E | ) at

E ., and E_,, are also listed.

rms
fllz]) Slope deviation E in E .. n(E i) n(E_,,)
exp(— |z |™)
m=1 9.6 0.18 0.02 1.02 0.69 1.21
m=2 14.6 0.21 0.1 1.9 0.65 1.07
m=4 15.1 0.21 0.1 2.6 0.60 1.03
(I+|z|H~"
n=3 31.2 0.20 0.1 2.0 0.66 1.00
n=4 44.6 0.21 0.3 2.6 0.68 0.96
n=>5 58.2 0.22 0.6 3.2 0.71 0.94

As m decreases, the autocorrelation becomes relatively
long ranged. In the reduced energy scale | E | /g, the
effect of decreasing m is to push the | E | !/? behavior at
low | E | into a smaller and smaller energy region and
make the |E |2 behavior appear sooner. Consequently,
the extent of the approximate linear behavior becomes
the smallest for m=1 and also shifts toward smaller
| E | /e;. In the opposite limit m — o, the autocorrela-
tion function becomes a step function. Here the extent of
linear behavior appears greatest.

The nature of the deviation from exact linearity may
also be adjusted by introducing two correlation lengths to
the disorder. As an example, we studied the double
Gaussian autocorrelation function

Bx)= 20 (o —x /8L gho—Bs/LY) (6.9)
1+8*
where B is the ratio of these two correlation lengths. The
coefficients of the combinations are chosen in such a way
that the resulting autocorrelation function in Eq. (6.9) has
the same range [defined in Eq. (6.8)] as the autocorrela-
tion function of one Gaussian with a correlation length L.
In Fig. 3, the calculated S for =1, 2, 4, 9, and 16 is plot-
ted as a function of | E | /e;. As B increases, the curve
changes from concave to convex and the linear behavior

2.0
g 1 5.—_ m=1
g I
g |
o L
8 1.0}
%’ -

0.5

. 1 . ] . .
0.0 1.0 2.0 3.0 4.0 5.0
Energy ( units of ¢,)

FIG. 2. The logarithmic derivatives n(E)=d (logS)/

d(log| E | ) for the three curves in Fig. 1.

region moves toward higher energy.

The third class of autocorrelation functions we have
studied has the form B (x)=By(1+x2/L?)~", describing
polar materials and systems with topological disorder. In
Fig. 4 we plot the corresponding exponent S versus the
dimensionless energy | E | /g, for n=3, 4, and 5. The
results are similar to those of Fig. 1. Both of the high-
and low-|E | limiting cases exhibit the |E |? and
| E | '/? asymptotic behavior, and an apparent straight
line dominates in the crossover energy region. The linear
behavior extends over a larger energy range going beyond
| E | /e, =3 in the dimensionless scale.

The case n =1 actually corresponds to the model of
band tailing considered by Dow and Redfield® (see Sec.
II). Our calculated S for this case is plotted in Fig. 5.
Compared with the results in Figs. 1, 3, and 4, the
present curve does not exhibit the | E |!/? behavior at
small | E |. Consequently, there is no crossover energy

T ] LR | ! I T [T

B=1

40.0— B=2
)
-]
o

S - i

a2 p=4
c
3
7

£ 200 B=9
3
c
o
3

w f=16

0.0 | ] 1 | | L

|
00 05 10 15 20 25 3.0
Energy ( units of £,)

FIG. 3. The calculated S (exponent of the density of states) vs
energy for the autocorrelation functions of the form
B(x)=[Bo/(1+B")](e~*"/BL? L gle~B=?/L7) Tpe energy unit
is e, =#/2m*L?. Curves shown are for =1, 2, 4, 9, and 16.
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1
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FIG. 4. Same as Fig. 1, except that the autocorrelation func-
tions have the form of B(x)=B,(14+x2/L?)~". Curves shown
are for n=3, 4, and 5.

region with a linear behavior as found in previous cases.
The values of d (logS)/d (log | E | ) range from 1.5 to 1.6
for the energies plotted in Fig. 5. The lack of the
Halperin-Lax tail is attributed to the fact that the in-
tegral f B (x)d%x does not exist. A similar result holds
for any power-law correlation function which falls off
more slowly than 1/r3 for large r in three dimensions.

Although the results of Figs. 1-3 are obtained from
different autocorrelation functions, the overall behavior
exhibits certain similarities. To understand the universal-
ity of these results, we express Eq. (4.2b) in terms of new
variables R=1(x+y)and u=x—y:

T T T T T T

15.0—

10.0— -

50— —

Exponent S ( units of £2%/B,)

0.0 1 | - | | | 1
0.0 0.5 1.0 1.5 20 25 3.0

Energy (units of &)

FIG. 5. The calculated S (exponent of the density of states) vs
energy for the autocorrelation function of the form
B(x)=By(1+x2/L*)~'"2. The energy unitis e, =#/2m*L>.
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R_Y

B (u)¢§| 2

S=% [dR [ d% ¢}

u
R —_—
3

(6.10)

Next we expand both ¢%(R+u/2) and ¢4(R—u/2)
around R and arrange the terms in ascending order of u.
With the assumption that B (u) is isotropic, the first two
terms in (6.10) become

S=1 Iyof¢§|(R)ddR
+iy, [ | VRGHR) |2 + - - ] , (61D
where
_ _1 d
Yo= [ B(w)d% and yZZEfuzB(uu u .

In the low-|E | limit, where the characteristic wave
functions do not change appreciably over the correlation
length of the potential, the autocorrelation function is
usually approximated by a delta function and one has
only the first term left in Eq. (6.11). In this case ¢ scales
as (|E|/yy)"* and consequently S scales as
(1/7) | E |>~9/%. As | E | increases the potential corre-
lation length becomes non-negligible compared with the
electron wavelength. In this case, the actual form of the
autocorrelation function has to be considered and thus
higher terms in Eq. (6.11) need to be included.

The next step is to choose the scaling factor for both
the energy and the exponent S. It is found that the
“range” defined in Eq. (6.8) is related to the ratio of v,
and 7y

=22 6.12)
Yo
Therefore it is natural to define an energy scale E, by
E,= i 5 - (6.13)
2m*L§

By evaluating Egs. (6.12) and (6.13), we can find the ratio
between €£; and E, for the different autocorrelation func-
tions discussed above. These values of a=¢; /E, are list-
ed in Table I. With the energy scale E, the scale for S is
then chosen as Sy =1/7,E3~%/? in order to be consistent
with results of the low- | E | limit.

The normalized S versus | E | plots are shown in Fig.
6 for all the autocorrelation functions considered above.
In the low- | E | limit, all the curves coincide as required
in our scaling. When | E | increases slightly ( S0.2E)
the first two terms in Eq. (6.11) are still sufficient to
represent S and all the curves remain almost identical.
As | E | gets larger, higher-order terms in Eq. (6.11) be-
come more significant and the curves depart from each
other. However, all of them show a linear behavior in the
energy range plotted. The slopes of these linear regimes
differ by no more than a factor of 2 in these reduced
scales. Since we have kept the ranges of all the auto-
correlation functions to be the same, the differences
shown in Fig. 6 arise from more detailed shape
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FIG. 6. Results in Figs. 1 and 4 are replotted in the new di-
mensionless scales E, and S, to examine the universality. E,
and S, are defined as #/2m *L3 and (1/y,)E}~9/%, respective-
ly, where L, is the range of the autocorrelation function (see
text) and yo= f d*x B(x).

differences. The universality of linear exponential behav-
ior is manifest by this rescaling of energies whereas the
relation between the actual experimentally measurable
energy range and the scaling energies €; and E, depends
on the material to be modeled.

Universality of the deep tail can also be shown for
correlations functions B(x) with a Taylor expansion
about x=0 and following similar procedures as discussed
above. Physically this is because the electron wavelength
is much smaller than the correlation length of the poten-
tial as |E | — w. Therefore, the autocorrelation func-
tion changes only slightly within the range of the wave
function. In this case, the Hartree equation is reduced to
a Schrddinger equation of a simple harmonic oscillator’
and can be solved analytically. It has been shown that S
goes to |E |2/2B, as | E | gets sufficiently large.” In
our numerical study, |E | /e, has to be as large as
10*-10° in most cases to reach this limit to within a few
percent. This lies far beyond the energy region measured
experimentally. In fact the entire band gap of real ma-
terials is many orders of magnitude smaller, with the ex-
ception of certain molecular crystals or glasses. Real
band-structure effects will invariably modify the nature of
the deep tail. However, we expect that the results of the
continuum effective-mass model which we have used are
quite accurate for band-tail states one quarter of the way
into the energy gap, since in this regime the localized
wave function spans at least a couple of lattice sites.
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VII. DISCUSSION

The universality of linear exponential band tails is evi-
dent from experimental studies of a variety of disordered
systems.'®~2° In the transient-photocurrent measure-
ments?*?® the accurate power-law relationship between
the photocurrent and time delay requires an exponential
density of tail states as the results are interpreted by a
multiple-trapping model.?®?’ This linear exponential be-
havior has been observed for as many as five decades in
the DOS.? As described in the Introduction additional
indirect evidence comes from the optical absorption
coefficient in the tail which varies exponentially with the
photon energy (known as the Urbach rule). Urbach’s rule
has been observed in a large variety of glasses and amor-
phous semiconductors subsequent of the original studies
in silver and alkali halides. In many of these latter sys-
tems oscillator strength effects and exciton mechanisms
do not provide strong enough variations of the absorp-
tion coefficient with photon energy. The linear exponen-
tial behavior must therefore be a measure of the convo-
luted density of states between the valence and conduc-
tion band tail.

In order to compare our calculated results with experi-
ment, we need to have an estimate of the parameters B,
and g; in the model. The correlation length L is usually
of the order of the interatomic distance. With L in the
range of 2-5 A and the effective mass m* taken to be
that of an electron in the corresponding crystal,
€, =(#/2m*L?) is then in the range 0.3-1 eV for many
materials. Alternatively €; may be regarded as a fitting
parameter which is of order 1 eV to be physically reason-
able.? B, is the square of the variance of the potential
fluctuations and is also expected to be of the order of
~1 (eV)? for the materials under consideration. There-
fore, the linear energy regions in Figs. 1 and 4 are con-
sistent with the experimentally observed Urbach-band
tails. One exception is found for the case with an auto-
correlation function of exp(— | x | /L), where the linear
behavior only exists for a considerably small energy
| E | /¢, (see Fig. 2). If this correlation function is used
as a model of screened Coulomb impurities, it would re-
quire a large £; and therefore either an unusually small
screening length L or effective mass m* to produce an
Urbach tail over many decades.

The magnitude of the variations in the density of states
associated with the linear region can also be extracted
from Figs. 1 and 4. Since p(E)~e =5, the number of
decades of linear behavior in the density of states is equal
to the change in S divided by log,10 (=2.3). From the
results in Figs. 1 and 4, it is clearly seen that even a small
portion of the linear region would correspond to a change
of many decades.

Comparison of the slope of the observed Urbach tail
with those obtained by the models we have described pro-
vides insight into the actual form of disorder present in
various materials. The slopes we calculated for various
autocorrelation functions range from 9.6 to 58.2 in units
of €; /B, (see Table II). With the estimates of €; ~ eV
and By~ 1 eV?, these slopes are in the range of (0.1 eV)~!
to (0.02 eV)~!. The typical value in the optical absorp-
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tion experiments for a-SiH, is about (0.05-0.08 eV)~!.%
Likewise in the photocurrent measurements the slope is
about (0.02 eV)~! for glassy As,Se;,*> and (0.03-0.04
eV)~! for a-SiH,.? It is evident that the models which
we have considered can provide accurate descriptions of
both of these materials. Moreover, we anticipate that a
very large class of materials may be modeled using physi-
cally reasonable choices of length and energy scale pa-
rameters entering the autocorrelation functions which we
have presented.

The primary conclusion is that the shape of Urbach
tails in disordered materials provide a sensitive measure
of the microscopic spatial autocorrelations in the random
potential. The observed linearity of Urbach tails in a
variety of materials suggests strong short-range order on
the scale of the interatomic distance but correlations
which decay more rapidly than exponentially on longer
length scales. An independent, microscopic investigation
of shape of the autocorrelation function would be of con-
siderable importance in testing our hypothesis, which we
leave to future investigation.
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APPENDIX: THE SHIFTED CONTINUUM
BAND EDGE

For large positive energies E, the density of states in
three dimensions approaches the well-known square-root
continuum: p(E)~V'E (E— + ). This continuum ex-
trapolates to a small negative energy-band edge which is
now estimated for the weak-disorder limit.

The averaged one-electron Green’s function may be
calculated in perturbation theory for extended nearly
plane-wave states. The field theory representation of
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Secs. II and IV yields a simple effective medium approxi-
mation:?®

Gl = [ d% e™*(G(x,0,E ) cnsembe (Ala)
1
== ) (A1b)
#k2/2m*—E, +Q(k)
where the self-energy correction

3
o= [ ﬁﬁ(k —9Glg) (A2a)

T

and we have introduced the Fourier transform of the au-
tocorrelation function

B(k)= f d3x e’**B (x)

=V§ms(ﬂL2)3/2e—k2L2/4 ) (A2b)
The location of the extrapolated continuum edge occurs
at E=ReQ(0) in this approximation. For E <0 and to

leading order in the scattering strength Vie

2, ~L2%% /422

l___

RCQ(O): —
1+¢°

i E|
(A3)

where we have rescaled the integration variation in (A2a)
by the deBroglie wavelength A=#?*/(2m |E |). For
weak disorder, near the band edge A is much larger than
L so that the dominant contribution to the integral (A3)
comes from the region 1<«<g <2A/L. Replacing
g%/(14¢?) in Eq. (A3) by unity yields
V s #
ReQ(0)~ %, g = L2

(A4)

for the location of the continuum edge. The actual densi-
ty of states remains smooth at this energy. However, this
energy represents a crossover point below which the den-
sity of states is dominated by nonperturbative contribu-
tions (mstantons) and above which perturbative correc-
tions in V2 _ give rise to the high-energy square-root con-
tinuum.

*Permanent address: Ames Laboratory and Department of
Physics, Iowa State University, Ames, Iowa 50011.
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