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Abstract. We develop a simple and straightforward technique for extracting information about
the electrostatic fields created by optical phonons in superstructures directly from microscopic
three-dimensional lattice dynamics calculations. Local fields with a mesoscopic scale of variation
associated with long-wavelength phonon&®&aAs),, (AlAs),, [001] superlattices are derived using

an 11-parameter rigid-ion force-field model. The classification of local fields, their connection to
and distinctions from those obtained from the conventional dielectric continuum approaches is
discussed.

We also develop an alternative approach based on spatially dependent non-local micro-
scopic dielectric screening in semiconducting superstructures. The analytical properties of long-
wavelength phonon frequencies and associated electric fields find an explanation in terms of
an eigenvalue problem for the non-local frequency-dependent microscopic dielectric matrix.
Rigorous expressions for eigenfields and eigenpotentials are derived in the exactly solvable
model of the dispersionless continuum. A simple and practical approximation with a short-range
(elastic) dispersion included shows an excellent agreement with lattice dynamical calculations for
(GaAs, (AlAs),, [001].

1. Introduction

The investigation of polar optical vibrations in semiconductor layered structures has been
attracting considerable attention in the last decade because they are important as a source of
a strong electron—phonon interaction [1-6]. A lot of effort was devoted to the elaboration of
a tractable macroscopic model of polar optical phonons. The early continuum theories based
on the alternative electrodynamical [7—10] and mechanical [11] approaches did not correlate
with each other and were at variance with microscopic lattice dynamics calculations [12-16],
and so gave rise to discussion. The subsequent analysis using simplified lattice dynamical
models [17-20] and the detailed investigation of the general mathematical properties of
continuum solutions [19, 21-23] revealed the essence of the problem as an incompatibility
of electrodynamical and mechanical boundary conditions. The proper incorporation of the
elastic component into the theory in the hydrodynamic limit [24—27] ensures that there is an
opportunity for matching the correct boundary conditions and makes it possible to reproduce
the microscopic lattice dynamics data, obtaining at the same time closed expressions for
the phonon electric fields. These calculations were recently confirmed by experimental
investigations of the directional dispersion of phonons in superlattices [28]. The general
peculiarities distinguishing the polar optical vibrations in the semiconductor layered structures
from the bulk crystal case are well understood both experimentally and theoretically, and are
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characterized by the presence of confined and interface modes. It was established in[25,27,29]
that longitudinal and transverse components of vibrations are mixed in an arbitrary direction
of phonon propagation.

A grave shortcoming of the aforementioned macroscopic approaches is that they implicitly
ignore the difference between the effective (local) and actual (test charge) fields. In fact, they
assume that the long-range forces which contribute to an ion’s polarization are caused by the
test charge field. In our paper we develop a theory of non-local dielectric response which
provides a proper macroscopical extension, taking the local field corrections into account.

Thus our theory reveals a picture of phonon electric fields which differs in some essential
details from the conventional one. Note in this connection that the aforementioned models
to the best of our knowledge have never been checked directly by means of microscopical
calculations. The fields derived from the lattice dynamics [3—6] are based on a model
expression for the electron—phonon potential which essentially follows from a one-dimensional
superlattice model [21]. However, the simplified dipole model [21] itself suffers from the
same drawback concerning the local field corrections. In our paper we extend the approach
of [21] with the local field corrections included to a realistic three-dimensional lattice dynamics
calculation. This method gives information directly and so allows one to verify the models
relevant to the phonon electric fields.

The two approaches presented here agree each with other fairly well. Combination of the
two methods gives in our opinion the most natural link between microscopic and continuum
theories.

The organization of the paper is as follows. In section 2 we develop the generalization
of dielectric theory with the local field corrections taken into account. Section 3 describes the
methods used for the computing of phonon electric fields directly from lattice dynamics data.
In section 4.1 we discuss the results of direct lattice dynamics calculations for the superlattice
(GaA910(AlAS)10 [001] and in section 4.2 we interpret these results from the viewpoint of a
non-local dielectric response theory. Section 5 gives our conclusions. The appendix contains
an exact solution within a model of a dispersionless inhomogeneous dielectric continuum.

2. Non-local microscopic dielectric response in the phonon frequency region

2.1. General considerations

The dielectric continuum approaches [7-10, 17, 21, 24, 25, 27] essentially treat the dielectric
response in nano-structures as a local relation between applied and induced fields with spatially
and frequency-dependent dielectric constants which are different for each constituent material.
Strictly, the dielectric properties of inhomogeneous media should be described in a non-
local manner as an integral relation between the applied and induced fields with a spatially
and frequency-dependent kernel [30]. It has long been established in the electron theory
that the spatially dependent dielectric constant (dielectric function) approximation actually
neglects the distinction between the effective (polarizing) and actual (test charge) fields and so
is inappropriate. The rigorous dielectric matrix approach describes properly the so-called
local field corrections and is adequate for providing an understanding of the response in
inhomogeneous media [30-34]. In this section we develop a theory which inherently takes
into account the non-local linkage of applied and effective fields and properly incorporates the
local field effects for the nano-materials in the infrared frequency region. Similar ideas were
developed recently in [35].

We begin with the phenomenological expression for the energy of a crystal in a spatially
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sIowa varying electric fieldE () [36]:
W= Zu <I>”(nn " Z/u lIl(n r)E(r) dr

- / E(r) - €x(r,?)E(@) dr dr'. Q)
8

In this expressionu” denotes the displacement of thth atom, the force-constant matrix

o (n,n’) describes the short-range part of the interatomic interaction including that
associated with electrostatic forces but contains no contribution associated with a macroscopic
field, anda, o’ are Cartesian indexes. The effective transverse charge tépsdn, r) gives
thea’-component of the dipole momentinduced at the peinhen the ion at site is displaced

by unit distance in the-direction. €. (r, r’) is the electronic contribution to the dielectric
matrix.

The force acting on the atom due to its displacemehtis determined from (1) as
—JdW/du". The electric displacement is defined Bs= —4x 0W/0E. Then, from the
classical equation of motion, assuming the same harmonic time evolution with a frequency
for all quantities, we derive

Gi(r) G ()
Dy(r, w) = Z/ {Sooaﬂ(’f' r)+4r N~ 12 QZ:q) ’ }Eﬂ(r’,w) dr'. @)

The expression in the curly brackets describes the non-local frequency-dependent dielectric
response of an inhomogeneous medium to an applied field. The quantity) is defined by
the relation

GM(r) =) m, MR G(p, v — R)FU(p). €)
Ip

Here f*4(p), Q2(q) are the solutions of the eigenvalue problem with the dynamical matrix of
short-range forces derived fro®,, (Ip, I’ p’) in the usual way [36]; is the number of the unit
cell andp labels the atom inside ig is a phonon wave-vector inside the Brillouin zone, and
N is the number of unit cells in the crystal.

Having in mind the application t¢GaAs, (AlAs),,, we consider the case of a spatially
independent electronic contributi@n, (r, ') and hereafter approximate it &g a8 (r — ')
for the sake of simplicity. A generalization to the case with the spatial depen@gsieer’)
is straightforward.

Performing the Fourier transformation, neglecting the retardation effects, restricting
consideration to the case of longitudinal fiel#l¢k, ) = kE (k, w)/k, and using the trans-
lation propertyﬁ?(lp, r) = \Tl(p, r — R;) whereR, is a direct-lattice vector, we find from the
Maxwell’s equation divD = 0

g 1K) g™ (K) } /
0K +4rV, =" 1E(@t+ K ,w)=0. 4
;{8 e ; g =) | 1T @

Here
¢K) = (g+K,G"(K))|lg+ K|

K is a reciprocal-lattice vector, arld. is the unit-cell volume. Non-trivial solutions of (4)
exist if 22(g) — w? # 0. Making the substitution

CM =Y ¢MK)E(q+K,w)(Q(q) — )"
K
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reduces (4) to the eigenvalue problem

> { Q2(q)dy +anVeelt Y g U(K)g U(K) } Cl = w(g)C. ()
A K

The irregular term(q, G*%)(¢q, G*9*) /¢* which essentially depends on the direction of
g is an important peculiarity of equation (5). He@'? is a space average (zero Fourier
component) ofz*4(r). It is easy to check by direct substitution that the quantities

E'q+K, wi(g) =) _ Cl"g"(K) (6)
s

satisfy (4) and consequently should be associated with the longitudinal (eigen)field created by
a lattice vibration with a frequeney; (q).

We regard the field€ (r) as slowly varying functions on the interatomic scale. In other
words, we believe thaE(q + K) ~ 0 for any |K| = 7/ap whereag is the interatomic
distance. In a bulk crystal where the lattice vectgRs| ~ ao, the only reciprocal-lattice
vector which satisfies this condition f§ = 0; hence only a macroscopic component exists,
and any microscopic fields witk # 0 should vanish for a long-wavelength phonon, which
is the usual result [36]. In a superstructure geometry, the dimension of the large super-cell
|R;| > ao. Therefore an entire set of reciprocal-lattice vectors exists M&th< 7 /ap. Then
it follows from (6) that components of fields having the period of the super-cell should arise.
One is led to conclude that phonons can in some circumstances create microscopic (local)
electric fields showing a variation on the scale of the super-cell width, attended with a slow
variation on the interatomic scale. They should be distinguished from the macroscopic fields
which correspond tdC = 0 and have the crystal dimension as the scale of variation.

2.2. The microscopical dielectric matrix for superstructures

For a superstructuréAC),, (BC),, constructed from binary sub-cells, it is convenient to
introduce the envelope functio$s (p) via the relation

S*(p) = (=17 (m, /1) 2 (p) (7
whereu;l = (m[jl + m;}l)/z is a reduced mass. The centre-of-mass displacement in any
binary sub-cell will be

-1/2

1, 2SM(p) =, SM (P + 1)
and should be close to zero for a long-wavelength optical vibration as long &su ,+1. So,
unlike the eigenvectorg*(p), the reduced displacemer§s(p) should be smooth functions
everywhere except possibly in the vicinity of the interface. This observation is readily
confirmed in our lattice dynamics calculations (section 3), and was already noted in [12].
Using the relationship

M-1
Mt Z exp2ritk — kK Ym/M) = Sy (8)
m=0
which is valid for any integer8/, m, k, k' if 0 < k < M and 0< k' < M, one can make a
formal transformation from ‘quasi-continuum’ functions into continuum ones [38]:

2N, ~1 A
S§*(z) = 2Nt Z S*(p)erim(=pag)/D
m,p=0
v v ' ©
T(E2) = (2N~ Z /Z‘I’(P, r — R)ETT ) dx dy
m, p=0 l

x (_1)pm;1\/M—Pebrim(z’—pao)/D
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where D = 2aqgN, is a period of the superlatticey is the inter-layer separation, and
N. = n1 +ny is the number of binary sub-cells. Then (3) can be rewritten as

G'(z) = /‘f’(z’, 28" —2) dz. (10)

The symmetry properties & (z) follow from those of the phonon displacement vectors
f*(p). The symmetry group ofAC),,(BC),, [001] is D5, or ng depending on the
parity of N.. At the centre of the reciprocal spage= 0, the symmetry classification is
(N, — DI’y + (N, + DI's + 2N.I'5 in the notation of [37]. The vector envelop&s(z) of
the one-dimensional representatidnsI's have the only non-vanishingcomponents. They
are odd and even functions pfrespectively with respect to the central plane of a slab. The
two-dimensional representatidd has both odd and even envelofg) with non-vanishing
in-planex- and y-components. A%, (z/, z) has the symmetry of the crystal space group,
the properties 0G*(z) are the same as those $f(z).

Following along the lines of section 2.1, a long-scale periodicity in the growth direction
in a binary superlatticéAC),,, (BC),, [001] implies that the essential reciprocal-lattice vectors
areK = {0,0, 2rm/D}wherem =0, ..., N. — 1. The summation in (4), (5) reduces to that
of the z-components o # 0. After a transformation to a real space, one gets from (6) in
the long-wavelength limig — O

E'() =) Ci@(Gik) — Ghe. +a(q, GM/q] (11)
A

wheree, = (0, 0, ¢ /¢q). The first term in the square brackets corresponds to the microscopic
components of fields which are always directed alongztiagis. The last term gives the
macroscopic contribution. Note that the in-plane componenk afe always of macroscopic
nature. Thexy-polarized representationis; never produce any local components of fields.
The space averag® vanishes for odd states, so they do not create a macroscopic contribution.
Consequently the eigenfields of the odd representatioare always of purely local nature.
The evenz-polarized representationi; and the even components of the in-plane-polarized
representatiol’s both haveG* non-vanishing, so they are coupled by the irregular term and
can create a macroscopic contribution. Having non-z2rx), the representatiofi; always
produces local field components.

2.3. The model of a dielectric response in [b@1] superlattice

Henceforth we assume a well pronounced difference between the short-range (elastic) prop-
erties of the individual sub-layers; hence the optical displacenféqts and consequently also

the envelopes” (z) should be well confined inside sub-layers. A reasonable approximation
which has the necessary symmetry properties could be

) wk(z —
SLI(z) = n; Y26 sin %”)@L(z) (12)

L
Here L = 1,2 is the label of the sub-layen; is the number of binary sub-cells in it,
k=1 ...,2n;,0;(z) =1if0 < (z — 1) < d; and zero otherwise;; = 0, 7, = 2n1a9
are the coordinates of the left-hand interfaces of the slabsdant} are the corresponding
thicknesses of the slabg!”’ is the unit vector of thd;th displacement with non-vanishing
componentsM, ¢, e® L z. Foranyg = (q,, ¢.) itis convenient to direct the-axis of the
Cartesian system along the directiongpf As thel's are doubly degenerate, one can always
choosee® || z, e® || y. In the latter case, the second term in (5) vanishes; hence the
corresponding solutions aug  (q) = Q-
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The necessary parity properties of (12) are provided if the corresponding integess
a =2mforTI'y, ands = 2m +1 forI'3. To avoid a possible misunderstanding, let us stress that
odd integerscorrespond t@ven representatiorsnd vice versa. The representatibg has
both odd and even components. We retain for the integers which corresporubtarized
I's, the labellings: = 2m andg = 2m + 1 in order to distinguish these states frefpolarized
'y andrls.

One can see a role ob,, (7', z) in cutting off the componentsK,,| > 7 /ag from a
formally infinite set in the Fourier decompositions of bdif(z) and S, (z). Hence we shall
consideny,, (7, z) as a function that is well localized at a distance of the order of a bilayer
width 2q9. The simplest approximation consists in neglecting its slow dependence in the
second argumen¥,, (z, 2') = 8uo W (2) WhereW (z) = & /(nV,/ier) if |z| < n and zero
otherwise, withy ~ 2aq. V, is a volume per atong, is the modulus of the ion charge ang
is the reduced mass in tlgh slab. This leads to the expression

Likon _ o —12 (o sude . wkn z—1L
G, (z) =n; "€, Vo ik sin 7 sm(nk 7 )@L(z). (13)
In what follows, we neglect the overlapping &f.’* in different layers. If also
E2(uLVa)TH/(Q%) — Q2,) < 1, we can use perturbation theory and reduce the dimension
of problem (5). In a good approximation we can introduce an effective background dielectric
constant’ of any choserLth slab. We just add te,, the contribution to (4) from another slab
L’ with the frequency denominat&? — »? replaced by?, — Q2. Hereafter all quantities

relate to the chosen layer, so the indegan be omitted.
After some algebra one gets

ADY = Q25 A = Q28,0 Agar = (2 + B4y
Aoy = Qg‘sgg’ + hgg/‘]f/qz Ngs = hgs‘]x‘]z/qz (14)
Agy = (ng + BSZ)SSS’ — hgy + h.s.f’@f/qz q2 = fIf + qzz

whereA stands for the expression inside the curly brackets in (5) and

By = \/4r /(e Vap)§d sin(kn /d) [ (wkn) (15)
hiw = 2n[1 — (=ML — (=D*1Be B/ (Nerr k).

We intend to apply the above theory to the investigation ®hAs),, (AlAs),, [001]
superlattices in section 4. As the local field corrections produce a noticeable effect, careful
verification by an independent method is very desirable. It turns out that there exists an
opportunity to make a check by means of a direct calculation. It is commonly accepted
that microscopical lattice dynamics calculations cannot give direct knowledge relevant to the
phonon electric fields. Actually, a way of extracting this information was already presented
in [17,21], and was applied to a simplified one-dimensional dipole superlattice model. In the
next section we extend this approach to a realistic three-dimensional lattice dynamics model.

3. Electrostatic fields of phonons in a lattice dynamics

Let u, = m, Y2f*(p)b,, be the displacement of theth ion that is involved in the
propagation of th@th phonon with the wave-vectgrand the amplitudé,,. Here we regard

the f*4(p) as the eigenvectors of a full lattice dynamical problem which contains both the
short-range and the electrostatic part. Then the electric contribution to a force acting at the ion
at a lattice positiorR,, can be derived by definition as

F(Rp) ==Y Coppp'l@)ul (16)
'
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where C,s(pp’lq) is the electrostatic contribution to the interatomic interaction derived by
Ewald's method [36]. The local electrostatic field at the lattice pditptcan be defined as
£,E°(R,) = F(R,) whereé, = (—1)P¢ is the ion's (transverse) charge. The force
F¢(R,) as a function ofR, contains both fast (short-range) and slow components. One
can exclude the short-range contribution from (16) using a well known Lorentz relationship
between the actual (test charge) fiélg(R,) and the local one:

E.(R,) = E*R,) — 4nT1,(R,)/3

wherell, (R,) is a lattice polarization at the ion site.

From the definition of a polarization as a density of a dipole moment, one has, in a binary
sub-cell,IL(p) = (z,up + zp+1up+1)/(2V,). Herez, is an effective dynamical charge of
an ion which phenomenologically takes into account the electronic contribution to the lattice
polarization a&ﬁ = gpz/sC>o [31,32,34]. Using (7), we have, for the polarization produced by
the Ath vibrational mode,

Mo (p) ~ (Vapp) zpm? f2(p)b;

as long as the property of the slow variaties’ (p) — S*(p +1))/S*(p)| < 1is valid.

To avoid some convergence problems which arise in the standard Ewald method for layered
structures [14], we use a mass-defect approximation presented in [39, 40]. Let us consider a
superlatticeGaAsy),,, (AlAs),, grown along the-axis with a super-cell consisting of two slabs
with ny andn, bilayer sub-cells respectively. We neglect the difference between the lattice
constants and construct a superlattice unit cell, impo&pg= R, + r;, R, = ao(0, Y, 2n),
wheren =0,...,N.—1;5s =1, 2;7, = 0,7, = ag(1, 1, 1). Hereag = a/4 is the monolayer
separationg is a bulk lattice constant,, = frac(n/2) where fra¢y) means the fractional part
of the expressiory. The positionss = 1 are occupied by Al if 0< n < n; and by Ga if
ny < n < N.; s = 2is the position of As. If we accept that the interatomic interactions in
bulk GaAs and AlAs coincide, then the ion charges of Ga and Al should also be identical (and
hence have the opposite sign to that for As). Then, using Ewald’s expression [36] and (8), one
can prove the relation [41]

N.—1
C[Ifgvald(n& n/s/|q) — Nc_l Z csgvald(& s/Iq + K)e—l(q+K)~(Rn_Rr1’) (17)
m=0

wherec('f/};“a'd(s, s'|k) is the Coulomb contribution for bulk GaAg, belongs to the Brillouin
zone of the superlattice, and ti#€ are defined in section 2.2.

An alternative approach to the calculation of the electrostatic fields consists in the
replacement of the point ion’s interaction mat@xin (16) by that of interacting Gaussians
CGauss and now treating?? (Ry,) justas aforce acting on atestchaff&(R;,) = &, Eq(R;)).

This idea was advanced in [21] via an example of a quasi-one-dimensional lattice dynamical
model. In three dimensions, we can again avoid the convergence problems by assuming Al
and As to have the same charges, considering a superlattice as a superstructure of GaAs and

replacing in (16)CEY™%(ns, n's’|q) by CS2"Tns, n's'|q) as calculated from (17) with

(GAUSY ([Jo) = A 7,7y Z (E+Q)u(k+Q)g o (K+Q)?/(4G?) gk-(ry—ry) (18)
op Va ) (k+Q)?

Summation over the reciprocal-lattice vect@sf bulk GaAs is assumed in equation (18),
k belongs to its Brillouin zone, andz = a®/4 is the GaAs bulk unit-cell volume. The short-
range oscillations irF;’(R;ns) disappear abruptly in the vicinity of the broadening parameter
G = (0.38) 27 /a, implying that any bulk vector® longer tharrrn /ag are effectively cut off
and the remaining smooth contribution essentially coincides with that compute&'@\’)ﬁﬁ.
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4. Results and discussion

4.1. Lattice dynamics

It is convenient to begin our analysis of phonon fields from the lattice dynamics results.
Hereafter, we adopt the mass-defect approximation with the 11-parameter rigid-ion model of
Kuncet al[42] for bulk GaAs which was earlier appliedt@aAs, (AlAs),, [001]in [13]. The
calculated spectrum and displacement patterns reproduce features which are well established
elsewhere [12—16]. The left-hand panel of figure 1 displays a high-frequency part of the long-
wavelength optical spectrum which corresponds to the vibrations confined in the AlAs slab of
the (GaA910(AlAS) 10 unit cell. The picture for the GaAs-like vibrations is similar, and we

will not discuss it here.

AlAs,,GaAs,,
AlAs-like phonons
Lattice dynamics Dielectric model
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Figure 1. The directional dependence of the frequencies for AlAs-like long-wavelength phonons
in GaAsipAlAs 1 [001] as calculated within the 11-parameter rigid-ion model (left-hand panel) and
within the non-local dielectric model (right-hand panél)s the angle between the phonon wave-
vectorg — 0 and the superlattice growth directien The symmetry classifications correspond

to those given in [37]. Solid curves correspond to the representdiigfsven) and’s, (even).
Dashed lines correspond to the full-symmetry representatigriedd). Dotted lines correspond

to I's, (odd).

Inthe long-wavelength limig — 0, all of the optical frequencies(I"3) exhibit directional
dependence while the(I';) do not. Thel's phonons can be divided into two groups. Half
of them also display directional dependence. It is very pronounced for the most energetic
I's phonon. For the other; — 1 phonons of that group, the angular dispersion is small but
definitely exceeds the level of computational error. A survey of the polarization vectors shows
that the ion displacements for this group are even with respect to the central plane of the active



slab. The remaining; I's phonons have odd displacement patterns and never show directional
dependence. The corresponding frequencies are always doubly degenerate within the limits
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of computational errors.
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Figure 2. Electrostatic fields, associated with AlAs-like long-wavelength phonons in
GaAgoAIlAs1o [001]. (a) Lattice dynamics calculations. (b) The dielectric model. The sequence
of diagrams corresponds to that of the corresponding representations in figure 1. Distance along
is in units of the atomic monolayer width. The electric fieldsIfgr (not shown here) are constant
and always disposed in the-plane (see the text).

The two approximations discussed in section 3 give the same electric fields. The calculated
amplitudes of the fields (16) atthe monolayer positions for the long-wavelength optical phonons
in the AlAs slab are displayed in figure 2(a). In (16) we have adopjee= (71/2w; (q))Y/? as
the standard value of the classical amplitude, which approximately corresponds to one phonon
per super-cell in the quantum case. The results are also qualitatively the same for AlAs- and
GaAs-like phonons and we do not discuss the latter here for reasons of space.

In the long-wavelength limig — O, the fields associated with any vibrations of symmetry
I'; and phonons of symmetiys that are longitudinal & || z, exhibit a well known picture of
confined bulk states which are odd and even functions, respectively, with respect to the central
plane of the active slab. The picture of the fieldgat = associated with the transverke
phonons is completely different. They contain spatially varying components inside the active
AlAs slab but do notvanish in the neighbouring GaAs slabs, and consequently cannot be strictly
considered as confined states. One can check that their spatial average is exactly zero. As they
are extended throughout the whole crystal, they could be associated with the so-called bulk-
like interface phonons of the dielectric continuum approaches. However, they do not visibly
display an exponential decay into the conjugated layers which is the conventional result in
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the continuum approaches. Another new and important feature of our findings is the intensity
dependence of the fields on the frequency. To the best of our knowledge this peculiarity has
not been detected in continuum theories. However, it could have been expected because the
high-order modes originating from the short-wavelength phonons of the bulk crystals should
be less influenced by the contribution of long-range forces.

Representatiofis never createsacomponent of the field. The in-plane-y components
of the fields always vanish for the transverse configuragidn: whenI's phonons propagate
along thez-axis. Relative to the longitudinal configuratignL =z, all 2r; of theI's phonons can
be divided into two groups. The half of tiig phonons which have odd displacement patterns
never create any electric fields. The otheof thel's phonons with even displacement patterns
create the fields which lie in they-plane and have only in-plane macroscopic components.
The magnitude of the in-plane macroscopic component of the field achieves its maximal value
for the most energetic phonon of this group. It has a small but non-vanishing value for the
othern; — 1 phonons.

An inspection of the results for various ratios of slab widths:, reveals the general rule
that the maximal number of electrically active frequencies coincides in each grpopatized
I'1, '3 andxy-polarizedl's) and is equal to the number of bilayers in the active slab, while
the minimal wavelength approximately corresponds to the bilayer width.
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Figure 3. Electrostatic potentials associated with long-wavelefgttg L z) andl’; (anyg — 0)

AlAs-like phonons. Panels (LD): lattice dynamics calculation; panel (DM): the exact dispersionless
continuum solution. Distance alongs in units of the atomic monolayer width.
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Figure 4. Electrostatic potentials associated with long+igure 5. Electrostatic fields associated with two selected
wavelengthl's (g || z) AlAs-like phonons (full curves) I';- andI'z-originated AlAs-like phonons at wave-vector
as calculated from the lattice dynamics. Dotted lines0, O, /D).

represent the macroscopic component. The sequence of

curves corresponds to that of the frequencies in figure 1.

As one can see from figure 3, panels (LD), the potentials created by AlAs-originated long-
wavelength™; (odd) phonons vary quickly in the AlAs layer and are constant in the conjugated
passive GaAs layers. The in-plane-propagatipgl z) I's (even) phonons create potentials
which vary rapidly inside the AlAs slab (figure 3, panels (LD)) and are linear functiongof
the conjugated GaAs layers. The potentials createbaeven) phonons propagating along
the growth direction of the superlatticg,|| z, display a staircase behaviour (figure 4) which
coincides qualitatively with that discussed in reference [43]. They cover the whole crystal with
a rapid variation inside the active slab and are also constant inside the conjugated GaAs slabs.

Phonons with finite wave-vectors can be analysed on the same footing. The rep-
resentative results of lattice dynamical calculations for two selected AlAs-like phonons in
(GaA910(AlAs) g at the Brillouin-zone edgé), 0, ¢), ¢ = 7/ D, are shown in figure 5.

The calculated fields for in-plane propagation with the wave-vegtdd, O) for six high-
frequency modes are shown in figure 6, panel (LD). The valee 27/D = 0.11 A~ was
chosen as arepresentative one. Each field has a partwhichis quasi-confined in an active slab and
a component penetrating into a passive layer to a greater or lesser extent. One could associate
these extended components with the interface modes of the continuum theories. However, the
latter should be substantially damped at this valug ioside a passive slab [4, 6], while some
of modes in figure 6, panel (LD), do not show signs of exponential decay at all and display
instead a lineag-dependence. All of the modes contain admixtures of extended components,
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Panel (LD): calculated from the lattice dynamics; panel (DM): the dielectric matrix approximation.
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fields).

while according to reference [25, 27] a genuine interface state should not be coupled with
the odd fields. One can see that each field has aReabmponent and an imaginad, -
component, and consequently has a circular polarization. These patterns persist qualitatively
for the different widths of layers and various formal ratias,/ ma provided that the ratio is far
enough from unity. An examination in a more elaborate (bond-charge) model reveals similar
results. The picture does not seem to be entirely consistent with the commonly accepted notion
and needs an explanation. That is provided by a microscopical dielectric response analysis
which is developed in the following subsections.

4.2. The non-local dielectric model

4.2.1. The dispersionless continuumrlhe general qualitative consequences of local field
corrections incorporated into the dielectric theory follow from the exact solution of (5), (14)
which is available within the model of a dispersionless continuum and is presented in the
appendix. In accordance with the conventional continuum approaches, the greater part of the
vibrational states are confined inside an active slab and are dispersionless. There are two
selected modes with direction-dependent frequencies, which is also a familiar result. The new
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finding is that this angular dispersion originates from the non-local nature of the dielectric
response. It appears that the frequencies as functions of the phonon propagation direction
(A.3) are different from those obtained from the interface-mode transcendent equation of the
continuum theories. The corresponding fields (A.5) and potentials (A.8) are extended into a
non-active slab, but their shapes (stepwise and saw-edged, respectively) differ qualitatively
from the conventional picture of exponentially evanescent interface states. The remarkable
similarity of this result with the lattice dynamics calculations (figure 3, panels (LD), (DM))
attests to these features being representative of the real physical situation.

4.2.2. Long-wavelength phonons(@aAs)10(AlAs)10 [001]. As is established elsewhere

[25, 27], any realistic approximation should take into account a dispersion of short-range
forces. To make the separation of Coulomb forces in (1) into short-range and long-range parts
into a somewhat better defined procedure, let us look at the well known Ewald expression
for the electrostatic contribution to a dynamical matrix [36]. Usually it is considered as a
purely computational trick—rearranging the conditionally converging series into two rapidly
converging contributions in the direct and reciprocal spaces respectively. Atthe same time, one
cantreatthe role of the Ewald breaking parameter as that of cutting off the Coulomb interactions
ofions outside the corresponding sphere while the reciprocal sum includes all other interactions.
So we can look at this procedure as a method of separation of the short-range forces (direct-
lattice summing) and long-range ones (reciprocal-lattice ones). Consequently we have taken
the direct-lattice Ewald contribution with the best-converging breaking paraiete®.5z /a

and united it with the covalent force contribution of the 11-parameter model [42] to give
the overall short-range input. The resulting short-range frequency dispersion in the relevant
direction(27 /a)(00k) for bulk AlAs and GaAs can be approximated by simple functions:

QF () = Q@ — ., (1 — expl—(k/xx.2) ")) (19)

whereR = 4, 2 for z- andx-polarizations respectively. The values of the adjustable para-
meters for bulk crystals appear to be: AlA%:= 362 cnt?, n, = 22 cnTt, 5, = 22 cnrd,

x. = 1.36, x, = 1.08; GaAs:Q = 268 cnt?, 5, = 40 cnT?!, 5, = 55 cnT?, x, = 1.54,

xx = 1.24.

The application of a dielectric approach to the representative casga@{s;0(AlAS)10
[001] requires the diagonalization of a X010 matrix (14). In view of the small short-range
dispersion (19), it would be a reasonable approximation, at least for the caseqvhere,
to treat (12) as a standing wave of lengtfy 2k inside the corresponding layer. Due to the
greater dispersion, this approximation is less well founded {polarized phonons; however,
the influence of high-ordeg-modes, except the most energetic one (that wite- 1), is
negligible, so in effect the problem reduces to diagonalization oka&@natrix. So we have
takenQ, = QZ(Qy) if k = a, s andQ, = Q8(Qy) if k = g, u whereQy = ak/(2d,).

We have found that the results are improved substantially if we introduce an effective
width of the layersd; which differs from the actual slab thickness, together with effective
positions of the interfaces given by the relatiohs = 2n1a9 + 251, do = 2nzag + 253,

71 = —81, T2 = 2nza0 — 82, which allow S/ (z) to spread a little into the neighbouring
layers. The effective parameters are different foland x-vibrations, and were chosen as

812 = ap for 'y, 's and 12 = O for I's. We found that the qualitative results depend
substantially on these parameters. This dependence correlates with the influence of the spatial
charge parameterand works in the same direction—lowering the frequencies of high-order
modes and decreasing the amplitudes of the corresponding fields. This fact should be regarded
as evidence of the importance of the interface region. The transverse charge parameter is taken
asé = z/./ex, with the effective dynamical charge of the igrtaken from [42], and with
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g0 = 12 andn = 1.7ao.

The calculated AlAs-like long-wavelength phonon spectrum(@aAs 10(AlAS)10 [001]
is presented in the right-hand panel of figure 1 and shows a good agreement with the angular
dispersion obtained from the direct-lattice dynamics computations (left-hand panel). From
dimensionality considerations, the solutions of (5) are normalized to a standard amfsljtude
asinsection 4.1. As one can see from figure 2(b), the forms of local fields also agree well with
those calculated in a lattice dynamical approach (figure 2(a)).

Now the properties of the optical phonons in superstructures and the associated electric
fields can be interpreted from the viewpoint of non-local dielectric theory.

The matrix (14) is block diagonalized. The odd phonons with different polarization are not
coupled due to vanishing”*, and their frequencies do not depend on the direction of the wave-
vector. The even-moded s andx-polarizedg-states from the set dfs are hybridized via the
irregular terma,q.q. /g2 into ann x n block, and so their frequencies are direction dependent.
They are decoupled gt = 0, with n longitudinalz-polarized solution®? = Q2 + B2 and
n transverse onezsg = Q§ with x-polarization. As the bloclk\, in (14) is diagonal, the
z-polarized solutions coincide with the initial basis (13). They create both macro-fields and
local fields which are directed along the latter being well confined inside the corresponding
layer. For the in-plane configuratiost, andg-phonons are also decoupled, but the blagk
now needs diagonalization and its eigenvectors differ from the initial basis. According to (11),
they contribute only to the local fields directed along the growth axis.xThelarizedg-states
never create local fields. Propagating in iheplane, they produce in-plane macro-fields, as
G% # 0. When these phonons propagate alentheir macro-fields vanish.

Next, there are: odd a-statesI'; with w? = (Q2 + B2). As G¢ = 0, thesez-polarized
solutions create the purely local electrostatic fields which are confined inside the corresponding
layer.

There also exist odd x-polarizedu-states from the set dfs with frequenciesn? = Q2.
According to (11), they never create any electric fields.

And, finally, there are 22 trivial solutions with transverse-polarization(I's,) for both
even and odd@ = g, u, with doubly degenerate frequencie$ = Q2.

4.2.3. Finite-wave-vector phonons(@aAs)10(AlAs)10[001]. The simple approximation

(19) is not appropriate for the case of finite wave-vectors. However, some qualitative
conclusions can be made on the basis of long-wavelength results as follows. First, for
the case of cross-layer propagatia@, 0, ¢) with ¢ = n/D, it is easy to see from the
comparison of figure 2 and figure 5 that the approximafi@iix, z7) = eiqu?(z) is a fairly

good one. Next, the numerical analysis shows that for the in-plane propagati@dn0),

the relationship &, (z)/dz = igE.(z) describes the lattice dynamics data (figure 6, panel
(LD)) with a great degree of accuracy. This means that the relevant fields are longitudinal
ones,E(x, z) = —V{€9$(z)}, as they should be, because the lattice dynamics calculations
neglect retardation effects. Consequently, theomponents of the fields shown in figure 6,
panel (LD), by solid curves are in fact quantities proportional to the electric potentials induced
by the in-plane-propagating phonons. Assuming a wedkpendence of the periodic part

¢ (z) ~ lim ¢?(z) + @,
q—0

we get a good qualitative agreement (figure 6, panels (LD), (DM)) between the lattice dynamics
and the dielectric model up to an unknown constapt

This approximation says nothing about the macroscopic compdngrand quantitative
analysis for the finite-wave-vector propagation demands a closer investigation of the short-
range problem, which is the subject of a forthcoming paper. A comparison of the numerical data
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within the rigid-ion and bond-charge models shows that the radius of action of the mechanical
forces is qualitatively important. It is interesting that a central-force approximation destroys
the above picture entirely, which indicates the crucial role of shear forces in the formation of
polarization fields.

5. Conclusions

We present the lattice dynamical calculations of the local electrostatic fields with a mesoscopic
scale of variation created by the optical phonons in(tBaAs,, (AlAs),, [001] superlattices.

Next we present an alternative model-independent approach based on non-local dielectric
screening, which provides an apparatus for calculating both the optical phonon frequencies
and their local fields within the electrostatic approximation. This dielectric theory treats
the mechanical (short-range) part of the interaction on an equal footing with the long-range
contribution, and is in this sense in the spirit of generalized continuum theories [25, 27], but
in addition takes into account the local field effects. The properties of the electric fields
are in overall agreement with our lattice dynamical data as well as with those obtained in
the existing continuum theories, and can be well understood in terms of eigenpotentials of a
microscopical dielectric matrix. The local field corrections are of fundamental importance,
and change qualitatively the shapes of the direction-dependent modes. A closed analytic form
for the fields and potentials derived in a dispersionless continuum approximation may be of
practical use for the investigation of carrier scattering processes. We believe that the relative
simplicity of the dielectric matrix approach could make it useful in further applications to other
types of nano-structure.

Appendix. The exactly solvable model: non-local dielectric screening in the
dispersionless continuum

The dispersionless continuum approximation is equivalent to the assumgtfors 2,
k=1...,00,n — 0, By > B = &[4n/(esVo)]¥?. We putr = 0, thus assuming

the left-hand slab to be the active omkis its width, andix = w/ag is a reduced mass density.

We retain the labelling = 2m + 1,a = 2m andg = 2m + 1, u = 2m for the even and

odd z- andx-polarized states respectively. The solutions of (5) are normalized to a standard
amplitudeb = (7/2Q)Y? asC, = bC,. One deduces from (6), (14) the following results:

(a) Direction-independent (trivial) solutiong (T's,) = Q2. .
(b) Direction-independent symmetric solutioné(l"sx) = Q2 with non-vanishingC, satis-
fying the orthogonality conditio}y", C,/g = 0.
(c) Antisymmetric solutions with direction-independent frequenai®d™;) = Q2+ A. The
corresponding local fields are directed alang
E?(z) = EosSin(nz/d)O(z).
Here®(z) is the stepwise function introduced in (12), and
A =4rE/(enVap)  Eo=DbE/(Vay/iid).
(d) Taking all coefficients’; = 0, except theC,; which satisfy the orthogonality condition
Y. Cs/s = 0, one get the direction-independent symmetric solutighs: 22+ A which
originate fromI's representations. We can use the multiple degeneracy of the solutions,

and choos&; = —sC;. Taking into account the fact that, |C;|? = 1, we derive the
fields

ES(z) = Eo(s*+ 1)"Y2@(2){sin(rz/d) — s sin(rrsz/d)} (A.1)
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with eigenpotentials which are continuous at the interfaces:
¢*(2) = —degEom ~1(s® + 1) Y20 (z){cogmz/d) — codmsz/d)}. (A.2)

The average Fourier component of (A.1) and consequently also the macroscopﬁ;field
vanish, so these solutions are purely local ones.

(e) TakingC® = 20™®/(zs) andC® = 2o /(g), we get two direction-dependent
solutions:

Wiy, = Q%+ %A{l + H) a® = (14 (1 - 2dsir9/D)/H)Y? (A.3)
where
H(®) = (cog ¢ + (sif 9)(D — 2d)?/ D?)/?

andd is the angle that the phonon propagation vegtanakes with the growth axis.
Using the relations

> 1 1, X sinCm+1x 7w
_1 _T 0 A4
r;)(2m+1)2 8" Z: 2m+1) 4 =T A4

one has, from (11),
E(:i:)(Z 9) = E(ﬂ:)macr(ﬂ) _'_E(:i:)local(Z )
Z ’ Z Zz ’
with a periodic part (local field) written as

Ez(i)local(z’ 9) = Eqa®[0(z) —d/D]. (A.5)
These solutions create the macroscopic components of the field:
EF™0) = pFq. /g EF™W) = pPq./q (A-6)
BE =[a® cosy +a™ sinv]d/D. (A7)

The local fields (A.5) correspond to the periodic potentials
¢z, 9) = Egeoa (D — d)(2z — d)O(z) +d(D +d — 2)[1 — ©()]}/(2D). (A.8)

We have arrived at the simple result that the irregular solution (A.3) for arbitrary direction
of the phonon wave-vectagr — 0 constitutes a mixture of a periodic stepwise local field (A.5)
directed along the superlattice’s growth directiowith a homogeneous electric field directed
along the direction of the phonon propagation vegtavith components (A.6), (A.7). Itis
easy to check that (A.3), (A.6), (A.7) reduce to the ordinary bulk crystal angle-independent
solutions [36] when the width of the active layer coincides with the super-cell dimension
d = D. A number of first modes (A.2) and mode (A.8) are shown in figure 3, panel (DM).
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