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One of the possible transformations of an unstable surface is faceting, where the surface rearranges
into a hill-and-valley structure in order to decrease its free energy. It was shown by Marchenko (Zh.
Eksp. Teor. Fiz. 81, 1141 (1981) [Sov. Phys. JETP 54, 605 (1981)]) that the surface faceting
of a homogeneous crystal results in a periodic corrugation of the surface. A heterophase system is
considered in the present paper. A macroscopic theory of surface free energy is developed for the case
of the heterophase lattice-matched system grown on a periodically corrugated substrate where both
the substrate and the deposited material are unstable against faceting. There appears an important
contribution of the interface energy into the total surface free energy of the heterophase system.
It is shown that if the deposited material wets the corrugated substrate, then the homogeneous
coverage of the periodically corrugated substrate occurs. If the deposited material does not wet
the substrate, then isolated clusters are formed in grooves of the periodically corrugated substrate
after the deposition of the first monolayer. The nonwetting situation occurs in a practical case of
GaAs/AlAs systems. We compare surface free energies of two heterophase systems. One is a system
with homogeneous coverage of a periodically corrugated substrate, and the other is a system with
clusters on a periodically corrugated substrate. The competition of surface free energies of the two
systems is governed by the interplay of two contributions, namely, of the interface energy Finter and
the energy Fedges + Felastic; Where Feqges is the energy of edges and FEejastic is the elastic energy.
The interface energy is determined by the interface area. The energy Fedges + Felastic is determined
by the shape of the surface and is minimum for a surface with periodic surface corrugation. There
exists then a gain in the interface energy due to the smaller interface area for a two-phase system
with clusters with respect to the system with homogeneous coverage. On the other hand, there
exists a loss in the energy Fedges + Felastic for an aperiodic system with clusters compared to the
periodic system with homogeneous coverage. The gain in the interface energy is larger than the
loss in the energy FEedges + Felastic- This promotes formation of isolated GaAs clusters in grooves
of the corrugated AlAs substrate. This result explains the direct fabrication of nanometer-scale
quantum-well-wire superlattices on corrugated substrates.
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I. INTRODUCTION

Equilibrium faceting is a phenomenon in which a pla-
nar crystal surface rearranges into a periodic hill-and-
valley structure with an increased surface area. The
faceting is caused by the decrease of the total surface
free energy.! It is known from experiments that a large
number of very different surfaces undergo equilibrium
faceting. The most studied surfaces are vicinals to
Si(111).275 (The detailed review is given by Williams
et al.®) The faceting was also observed on vicinals to
GaAs(100),”® Pt(100),° on low-index singular surfaces
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Ir(110),° TaC(110),!! on non-(100)-oriented GaAs,'?13
etc.

Another class of faceted surfaces is associated with the
formation of coherent strained islands at initial stages
of the heterophase growth on lattice-mismatched sub-
strates. Coherent strained islands were observed in
a Ge/Si(001) system,'%'% in a In;_,Ga,As/GaAs(001)
system,'®'7 and in a InAs/GaAs(001) system.'”"1° The
growth of coherent strained islands was theoretically ex-
plained by the instability of planar surfaces in stressed
systems.20723 The top surface of a coherent strained is-
land is faceted due to the gain in the strain energy, which
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exceeds the loss in the surface free energy. The gain in
the strain energy makes coherent strained islands more
favorable with respect to both uniformly strained films
and dislocated islands?® and may lead to an ordered array
of coherent islands.?4

The effect of externally applied stress on the faceting,
which initially occurs without any external stress, is stud-
ied in Ref. 25 for a heterophase system where an epitaxial
film is coherently grown on a lattice-mismatched planar
substrate. It was shown that applying an external stress,
which is below a certain critical value, results in con-
trolled tuning of the period of a faceted structure. If
the external stress exceeds the critical value, the faceting
vanishes.

Recent interest in surface faceting and other related
phenomena is stimulated by the possibilities of the di-
rect fabrication of ordered arrays of quantum wires and
quantum dots with interesting physical properties and
device applications.26

In the present paper we consider the heterophase sys-
tem, where an epitaxial film is being grown coherently on
a faceted, or corrugated, substrate. We study the trans-
formation of the faceted surface structure as the result of
the heteroepitaxial growth. The treatment is focused on
the quasiequilibrium growth, where the crystal surface
tends to come to the configuration, which corresponds to
the minimum of the free energy. Concerning the question
whether the growth is close to an equilibrium growth or
not, we may compare two characteristic time intervals.
The first is the time Ateq, which is needed to bring the
surface to the equilibrium configuration by means of the
migration of surface atoms. The second is the time Atgep
required for the deposition of 1 ML. At low growth rates
where

Ateq < Attdep ’

the migration kinetics are sufficiently fast in order to
bring the surface to equilibrium. The shape of the surface
is then determined by the minimum of the free energy.

The Helmholtz free energy of a faceted surface was
studied by Marchenko.?” It was shown that the surface
free energy consists of three terms:

F = Efacets + Eedges + Eelastic 9 (1)

Efacets being the free energy of facet planes, Eeqges being
the short-range energy of facet edges, and FEejastic being
the elastic energy associated with the edges. Equation
(1) is valid for a macroscopic faceting, which should be
distinguished from a microscopic surface reconstruction.
(The latter is not considered here.) The facet is well
defined if its characteristic width Lz is much larger than
the lattice constant a. We focus in the present paper
on the macroscopic faceting where Ly > a. For vicinal
surfaces, a more severe restriction reads that the width
of the facet must be much larger than the terrace width.

The first term on the right-hand side of Eq. (1), Efacets»
is proportional to the surface area, whereas the second
and the third terms are associated with edges and are
less than FEfacets due to the small parameter a/Lp < 1.
The energy FErfacets Was studied in detail by Herring,!
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Wulff,2® and Rottman and Wortis.2® The equilibrium
crystal shape is determined by the Wulff construction,?®
which implies the minimum of the free energy of all facets
under the constraint of the constant volume of the crys-
tal. We use here the formulation of the problem, more
relevant to the experimental situation where only the top
surface of a crystal is studied. It requires additional con-
straints of fixed bottom and side surfaces and of a fixed
“average” normal to the upper surface. If the top surface
breaks up into facets, the free energy of all facets, defined
per unit area of the reference flat surface with the normal
fi, is equal to!+?°

1 e(m
Efacets = § _ﬁl(_—%ds . (2)

Here e(1n) is the free energy per unit area of the surface
with the orientation of the normal r, and S is the total
area of the reference flat surface. The free energy (2)
should be minimized under the constraint

%/rhdS:ﬁ. (3)

When the upper surface of a crystal breaks up into
facets, there appear either sharp crystal edges or nar-
row rounded parts of the surface at the intersections
of neighboring facets. Both types of intersections may
be described as linear defects. These linear defects give
a short-range contribution into the surface free energy,
which is proportional to the length of defects, and a long-
range contribution due to elastic strain energy. We focus
on the case of sharp edges. Macroscopic treatment is
possible also for rounded intersections between facets.

Let us specify energies Feqges and FEejastic for the par-
ticular case of faceted structures that we study in the
present paper. We consider the situation where the min-
imum of the free energy of facets (2) under the constraint
(3) is attained for a one-dimensional symmetric array of
facets shown in Fig. 1, ¢ being the tilt angle of facets.
Small energy terms Eegges + Felastic do not affect the tilt
angle . However, it was shown by Marchenko?” that the
minimum of the free energy (1) where both F.gqges and
FElastic are taken into account, corresponds to the peri-
odic array of facets. The energies Feqges and Eejastic de-
pend on the period L, and the interplay of these energies
determines the optimum period of surface corrugation.

There are two types of crystal edges for a faceted sur-
face displayed in Fig. 1, namely, convex and concave
edges. Let us denote energies of these edges per unit
length of an edge 77 (p) and 1~ (p), respectively. Then
the energy of edges per unit area of the reference flat
surface is equal to

Fugges = () JICn‘(w) ' (4)

Elastic energy in the system with the corrugated sur-
face occurs due to the intrinsic surface stress (or the sur-
face tension of the solid). The elastic strain energy of the
system defined per unit area of the reference flat surface
is then equal t03°
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FIG. 1. Effective elastic forces at crystal edges. The tensor
of the intrinsic surface stress 7;; is defined in local systems of
coordinates (z1,y,21) and (z2,¥,22). For a symmetric saw-
tooth profile, 7o e, = Tzge, = T; P= = 0, P, = +27sin¢p.
Here ¢(z) is the profile of surface corrugation, Lo is the pe-
riod of corrugation, and H, is the height of corrugation.

1 1
Eelastic = 25 /Uij(r)uij(r)dv t3 /Tij(r)uij(r)ds'

(5)

Here u;;(r) is the strain tensor, and o;;(r) is the stress
tensor, and 7;;(r) is the intrinsic surface stress tensor.
The intrinsic surface stress temsor 7;; depends on the
orientation of the facet. It has nonzero components
7;; in the facet plane, and the other components van-
ish. The tensor 7;; is constant along the given facet
and has discontinuities at crystal edges separating neigh-
boring facets. The discontinuity of the tensor 7;; is the
source of the strain field in the crystal with corrugated
surface. The elastic energy of Eq. (5) may be reduced
to the form where these sources appear explicitly:2”
Eelastic = —(28)7! [u;(r)Va7ia(r)dS, u;(r) being the
displacement vector and 3 being the two-dimensional in-
dex in the local facet plane. The sources of the strain field
for the particular faceted structure displayed in Fig. 1
may be described as effective elastic forces P applied to
crystal edges

Pi(wa C(IL‘)) = £27sin 9051'16(3: - mn) ’ (6)

where ((z) is the profile of the faceted surface, x,, is the
location of the nth edge, and 7 is the component of the
intrinsic surface stress tensor 7;; defined in Fig. 1.

It should be noted that the strain field also occurs in
the case of a planar surface. Elastic relaxation near the
planar surface results in static displacements of atoms
from their bulk positions. These displacements decay ex-
ponentially at a depth of a few lattice constants.3! The
same is also valid for static displacements of atoms caused
by microscopic surface reconstruction (see, e.g., Ref. 32).
The contributions into the surface free energy caused by
both relaxation and reconstruction of planar surface are
included into the macroscopic quantity (i), which en-
ters Eq. (2).

Contrary to this, effective elastic forces P; from Eq. (6)
create a long-range strain field. Static displacements of
atoms from their bulk positions decay inside the crystal
at a macroscopic depth, which is equal by an order of
magnitude to the period L of the faceted structure.

The elastic strain energy Fejastic in the case of small
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tilt angle ¢ of facets was calculated in Ref. 27 by means of
the continuum theory of elasticity in the approximation
of elastically isotropic medium. It is given in terms of
the intrinsic surface stress 7, Young’s modulus Y, and
Poisson’s ratio v as follows:

8(1 — v2)72¢? ln( L ) o

Eelastic (L) = - 7Y L %

a being a microscopic cutoff length, introduced via
Lorentzian broadening of the force density of Eq. (6).
This microscopic cutoff length is of the same order of
magnitude as the lattice constant. For simplicity, we as-
sume that the cutoff parameter is exactly the lattice con-
stant a. The logarithmic dependence of the elastic energy
on L is a general feature of any linear defect. It remains
in the case of rounded edges, too. For large tilt angles ¢,
the energy Fejastic may be calculated numerically.
Summing contributions of Egs. (2), (4), and (7), we
may write down the total surface free energy as follows:

e(p) | Cilp)  Ca(p) L
F= cof(p + L<p L In <ZT;> ' ®)
Here Ci(p) = n7(p) + n7(p), Cap) = 8(1 —

v2)g(p;v)T2(p)p?/(7Y), and the factor g(p;v) is a nu-
merical factor dependent on the angle ¢, g(0; ) = 1. The
energy (8) attains minimum value at

Ci(p)
Ca(p)

Ly = 27a exp [ +1]. (9)

The functions C;(¢) and Ca(p), which enter Egs. (8)
and (9), may be found in an explicit form in the limit of
small tilt angles ¢. If the reference flat surface (¢ = 0)
is a low-index singular crystal surface, then facets are
vicinals, and the edge between neighboring facets is the
place where a sequence of mounting steps is changed by
a sequence of descending steps. The energy of the edge is
then proportional to the characteristic energy of the in-
teraction between neighboring steps. The latter depends
on the distance between steps (i.e., on the terrace width
Lt) as (a/LT)2 ~ ©2.3% This implies that energies of
edges are equal to 7 (p) = £T2, n~(p) = €%, and
n(e) =1t (p) + 17 (p) = (€T +£7) p?, where €T, £~ do
not depend on ¢. Therefore, both constants C;(y) and
C>(p) entering Egs. (8) and (9) are proportional to (2
at small ¢, and the optimum period Lo from Eq. (9) is
¢ independent as ¢ — 0.

The periodically corrugated surface with the period Lo
is the configuration with the lowest surface energy. It de-
scribes the shape of the surface at temperature T = 0.
Deviations from periodic corrugation, which occur at fi-
nite temperatures, and the role of entropy contributions
to the free energy are considered in Sec. II. It is shown
that the role of entropy effects in the case of a faceted
surface is considerably less than in the case of a stepped
vicinal surface. The free energy of the surface is then
approximately equal to the energy of the surface. There-
fore, we do not take into account entropy effects in the
remainder of the paper and focus on the calculation of
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the surface energy.

In Sec. III, we study distinct heterophase structures
on periodically corrugated substrates and compare their
energies. We focus on the situation where both the sub-
strate surface and the surface of the deposited material
are unstable against faceting. To obtain energies in an
analytic form, we consider faceted surfaces with small tilt
angles ¢ of facets. We show that the selection between
possible heterophase structures is governed by the fact of
whether the deposited material wets or does not wet the
substrate. In the wetting case, the homogeneous cover-
age of the periodically corrugated substrate is shown to
occur, and the deposited material reproduces the shape
of the faceted substrate. In the nonwetting case, clusters
of the deposited material appear on a periodically cor-
rugated substrate. The periodic surface corrugation is
restored after the deposition of the first several monolay-
ers. Then the hills of the top surface of the heterophase
system appear over the valleys of the substrate and vice
versa. Thus, a continuous layer of the deposited material
with periodically modulated thickness is formed.

In Sec. IV, we apply our general approach to the par-
ticular heterophase system GaAs/AlAs(311) where both
the growth of GaAs on AlAs and vice versa result in
formation of isolated clusters after the deposition of the
first monolayer and lead to the formation of a layer with
periodically modulated thickness after the deposition of
6 ML.12:13:33 Although the values of surface energies
and intrinsic surface stresses of facets are not known for
the system in question, we consider these quantities as
macroscopic parameters. We show that the experimen-
tal data of Refs. 12, 13, and 33 may be explained if one
assumes that the difference of surface energies of tilted
(331) facets of GaAs and AlAs is very small. For this
case, we compare surface energies of two heterophase sys-
tems. One is the system with homogeneous coverage of
the periodically corrugated substrate, and the other is a
system with clusters on the periodically corrugated sub-
strate. The competition of surface energies of the two
heterophase systems is governed by the interplay of two
contributions, namely, of the interface energy FEiyt.r and
the energy Fedges + Felastic- The interface energy is deter-
mined by the interface area. The energy Eeqges + Felastic
is determined by the shape of the surface and is mini-
mum for the surface with periodic surface corrugation.

I
|
|
|

FIG. 2. Low-energy steps on faceted surface; Lr being the
facet width.
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There exists then a gain in the interface energy due to
the smaller interface area for a two-phase system with
clusters compared to the system with homogeneous cov-
erage. On the other hand, there exists a loss in the en-
ergy Fedges+ Felastic for an aperiodic system with clusters
compared to the periodic system with homogeneous cov-
erage. The gain in the interface energy is larger than the
loss in the energy Ecedges + Felastic- This promotes forma-
tion of isolated clusters during the deposition of the first
monolayer of GaAs on the AlAs(311) periodically cor-
rugated surface. This result explains the direct fabrica-
tion of nanometer-scale quantum-well-wire superlattices
on corrugated substrates.
Section V contains conclusions to the paper.

II. ENTROPY EFFECTS
IN EQUILIBRIUM FACETING

At finite temperatures 7T, the surface deviates from
ideal corrugation. The analysis of these deviations is
simpler for facets that are low-index ones and not vicinal
ones. [An example is TaC where the (110) surface breaks
up into (100) and (010) facets.!!] Then, if the tempera-
ture T is far below the roughening transition temperature
of facets Tg, only low-energy configurations of the shape
of the surface occur. These configurations contain short
steps running across facets from a convex edge to a con-
cave edge (Fig. 2). The energy of this step is AgLp,
where Ag is the step energy per unit length and Lpg is
the facet width. FEach step shifts (by one lattice con-
stant) positions of convex and concave edges bounding
the given facet. This yields the effective meandering of
edges.

Thus, there exists a certain analogy between a faceted
surface with meandering edges and a vicinal surface with
meandering steps. A step on a facet corresponds to a kink
on a step on a vicinal surface. One should note, however,
important differences between these two systems.

(1) The energy of a step on a facet is approximately
Np times larger than the energy of a single kink. (Ng
being the number of lattice constants across the facet.)
To estimate the average spacing between steps on a facet,
one may use the corresponding expression from Ref. 34
for the spacing between kinks on a step and substitute
there, instead of the energy of a single kink, the large
energy As Ly of a step running across the facet. Then the
average spacing between steps on facets, equal to ls ~
aexp(AsLp/T), is much larger than the average spacing
between kinks on a given step on a vicinal surface. Steps
on facets introduce thus only large-scale roughness, which
implies the distribution of facet widths.

(2) Long-range elastic stresses result in effective ener-
getic repulsion between neighboring convex and concave
edges, in addition to entropic repulsion. The energetic re-
pulsion between neighboring edges of a faceted surface is
the monopole-monopole elastic repulsion [U(z) ~ —Inz],
which is much stronger than the dipole-dipole elastic re-
pulsion [U(z) ~ 1/z?%], Ref. 30 between steps on a vici-
nal surface. Entropic repulsion is basically the same in
both cases. The total repulsion for a faceted surface is
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therefore stronger, and it reduces the probability of small
facet widths. The observed distribution of facet widths??
is half as narrow as the distribution of terrace widths
known for vicinal surfaces.5:3%

The detailed study of facet width distribution and
finite-temperature corrections to the free energy of a
faceted surface will be presented elsewhere. Below we fo-
cus on heterophase structures where an epitaxial growth
is being performed on a faceted surface. For these pur-
poses, it is sufficient to consider the substrate as a pe-
riodically corrugated one. In our treatment, we will not
distinguish the energy and the free energy of the system
and we will search the minimum of the energy of the
heterophase system.

III. ENERGY OF A HETEROEPITAXIAL
SYSTEM ON A FACETED SUBSTRATE

The surface energy of a heteroepitaxial system where
material 2 is being grown on a faceted substrate 1 is as
follows:

E = Efacets + Einterface + Eedges + Eelastic . (10)

We start the discussion of the energy terms of Eq. (10)
with the energy of facets Efgacets, Wwhich was the major
contribution to the surface energy of a homogeneous sys-
tem. If the planar surface with the orientation ny is a sta-
ble surface of material 2, then the first term in Eq. (10)
exhibits the tendency to planarization. We study here
the opposite situation where both material 2 of the grow-
ing film and substrate 1 are unstable against faceting.

Concerning the elastic strain energy Fejastic, the fol-
lowing note should be given. There are two sources of
the strain field in a heterophase system, namely, effec-
tive elastic forces P acting at crystal edges and the lattice
mismatch (Aa/a). The contribution of these two sources
into the energy of the system, which undergoes surface
faceting, was considered in Ref. 25 for the heteroepitax-
ial lattice-mismatched growth on a planar substrate. The
results of Ref. 25, which are qualitatively applicable also
in our case, read that the surface-stress-induced strain is
the dominant one if

Aa

a

YL0<1
2r ~

(11)

Substituting Y ~ 500 meV/A3, 7 ~ 100 meV/A2, and
Lo = 30 A, the estimate yields IAa/a‘ < 1.3%. Below

we study the case where conditions (11) are satisfied, and
we neglect mismatch-induced strain.

We focus here on the particular situation where both
materials 1 and 2 tend to form faceted structures, facets
being tilted at the same angle ¢o to the reference flat sur-
face, and both structures having the same period Lo. A
practical example of such a system [the GaAs/AlAs(311)
heterophase system] will be considered in detail below,
in Sec. IV. Then, the energy of facets FEfacets [the first
term in Eq. (10)] remains the major contribution to the
total surface energy E of the heterophase system. We
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consider below only those heterophase systems where all
facets are tilted by the angle +¢g, and Fg,cets attains
its minimum value. Material 2 deposited onto a faceted
substrate 1 may form either a homogeneous coverage or
clusters. Distinct heterophase structures are shown in
Fig. 3. Figure 3(a) displays the case of homogeneous
coverage of the periodically corrugated substrate. It cor-
responds to the amount © of the deposited material 2,
where ® > 1 ML. The periodic corrugation of the top
surface of the heterophase structure persists in this case.

Figure 3(b) displays the heterophase system where iso-
lated clusters of material 2 fill locally the entire depth of
grooves in some places of substrate 1, whereas grooves
remain empty on the rest of the substrate. The typical
view of this heterophase system is presented in Fig. 4.
The periodic corrugation of the surface disappears in this
case due to clusters. The substrate 1 is covered only par-
tially as long as the amount © of the deposited material
2 is ® < Nz. (Nz being the height of the surface corru-
gation, defined in units of the monolayer height.) If the
amount © of the deposited material 2 is ® > Nz, the
periodic corrugation of the surface with the period Ly is
recovered. Then the hills of the top surface of the het-
erophase system appear over the valleys of the substrate
and vice versa. Thus, a continuous layer of the deposited
material with periodically modulated thickness is formed
[Fig. 3(d)].

Figure 3(c) displays the heterophase system with
“thin” clusters of material 2, the clusters being formed
in all grooves of the corrugated substrate 1. The peri-
odic corrugation of the surface persists in this case but
the particular shape of the surface is different from the
substrate shape due to clusters. If the amount © of the

LR 2 P
25 2L 2
a) 1
)
= 2
U ;1/ 1 \7?; U

b)

TR Tl TR Tl R
)nnlnﬁ
Cc

FIG. 3. Distinct structures of the heterophase system and
effective elastic forces. (a) Homogeneous coverage © > 1; (b)
System with separated thick clusters; (c) System of thin clus-
ters; (d) Heterophase system at high coverage © > Nz, where
the periodic surface corrugation is restored, and the hills of
the top surface of the heterophase system appear over the val-
leys of the substrate and vice versa. The heterophase system
contains a continuous layer of material 2 with periodically
modulated thickness.
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FIG. 4. Clusters in the heterophase system on a periodi-
cally corrugated surface.

deposited material 2 is ® > Nz, the surface of material
2 exhibits the configuration of Fig. 3(d).

In order to find the criterion of formation of each of the
heterophase systems displayed in Fig. 3, we have to make
certain assumptions about the growth kinetics. During
the deposition of the first monolayer of material 2, de-
posited atoms migrate in order to decrease the total en-
ergy of the system. There exist two characteristic time
intervals. The first is the time interval Ateq, which is
needed to bring the surface to the equilibrium configu-
ration by means of the migration of surface atoms. The
second is the time interval Atgep required for the depo-
sition of 1 ML. At low growth rates where

Ateq < Atdep , (12)

the migration kinetics are sufficiently fast in order to
bring the surface to the equilibrium configuration cor-
responding to the minimum of the surface energy. The
selection between the homogeneous coverage [Fig. 3(a)]
and the formation of clusters [Figs. 3(b) or 3(c)] occur
during the deposition of the first monolayer. Then, if
the system with fractional monolayer coverage is ener-
getically favorable, the further deposition will result in
the completion of the monolayer and in the continuous
growth of the periodically corrugated heterophase struc-
ture of Fig. 3(a). If the system of separated thick clusters
[displayed in Fig. 3(b)] is favorable, the further deposition
will lead to formation of new clusters and to elongation
of existing ones until they fill all the grooves at the cov-
erage © = Nz. If the system of thin clusters [shown in
Fig. 3(c)] is favorable, the further deposition will result
in the expansion of clusters until they fill all the grooves
at the coverage ® = Ny.

It should be noted that a homogeneous coverage of sub-
strate 1 may lead to the formation of stripes if the amount
of the deposited material 2 is less than 1 ML (© < 1).
Striped patterns were observed, e.g., in heterophase sys-
tems O/Cu(110),%® InAs/GaAs(100) Ref. 37 with sub-
monolayer coverages of planar substrates. The stripe for-
mation was explained theoretically in Refs. 38—42. It is
caused by effective elastic forces acting at steps between
two materials. Such a mechanism exists only in the case
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of submonolayer coverage; it vanishes if the monolayer is
completed. We do not consider here the case of a sub-
monolayer coverage © < 1.

To find the criterion that determines the growth mode
occurring on a faceted substrate, we will calculate the
energy of all structures shown in Figs. 3(a)—(c) for the
amount of the deposited material © equal to 1 ML.

The energies Fgacets; Einterface; alld Fedges in Eq. (10)
may be found by calculating areas of facets and interfaces
and the number of edges. Although we neglect the small
lattice mismatch between materials 1 and 2, we consider
the difference between these two materials in the follow-
ing sense. We take into account a possible difference in
energies of facets, 2(po) —€1(p0), and a difference in val-
ues of the intrinsic surface stress, 7 —7;. The former gov-
erns effects of wetting or nonwetting in the heterophase
growth. The latter gives an additional contribution to
the elastic strain energy, besides the contribution caused
by effective elastic forces at edges. On the other hand,
we neglect the difference in values of Young’s moduli ¥
as well as in values of Poisson’s ratios v, which does not
lead to any principal effect.

To make an analytic calculation of Eejastic possible, we
consider here a faceted surface with a small tilt angle of
facets o9 < 1. Then FEj.sic may be expressed in terms
of effective elastic forces as follows:

— 1 ' ' p.
Eejastic = 2L¢Ly /dwfdm /dy/dy Pz(mvy)

xGij(z — ',y —y)Pi(z',y), (13)
Gij(z —z';y —y') being the surface Green’s tensor of the
equilibrium equations of the theory of elasticity, Lo, L,
being the dimensions of the substrate projected onto a
reference flat surface. The Green’s tensor for elastically
isotropic medium is given, e.g., in Ref. 43.

Effective elastic forces P;(x,y), which are the sources
of the strain field, are displayed in Figs. 3(a)—(d). Note
that, besides forces P, = =£27sinpy =~ +27¢po act-
ing at crystal edges, there appear forces P, = +(12 —
T1) cos pg & *(12 — 71) acting at interphase line bound-
aries on the surface.3%3°

Let us first discuss the energy of a heterophase system
with the homogeneous coverage ® > 1 (Fig. 3a). The
surface energy is then equal to

By = +[e2(po) + m2(p0) — €1(v0)] (1 + _2_3)

2\,.2,.2
_8(1 V)13 6% ) (14)
™ YL()

Here €1(po), €2(p0) are the surface energies of materi-
als 1 and 2, respectively, energies being defined per unit
surface area, and 7y12(¢o) is the interface energy per unit
interface area. The energies £1,3(po) are not expanded
in powers of the small angle p¢ because they might have
cusps at ¢ = .

Figure 3(b) displays a heterophase system with thick
clusters. If the coverage is equal to ® < N, only the
fraction § = © /Ny of the faceted substrate is covered by
clusters. Effective elastic forces creating the strain field
in the system are shown for the particular positions of
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clusters in Fig. 3(b). To find the energy Fejastic it is nec-
essary to describe effective elastic forces for an arbitrary
distribution of clusters. We define the quantity g, (y),
which is equal to 1 if the nth groove of the substrate is
covered by a cluster at the point y, and is equal to 0 oth-
erwise. Then the density of effective elastic forces may
be expressed in terms of g, (y) as follows:

(2 —71) Y _{8[z — (n — )L

—68[z — (n+ 3)Lo| }an(¥) ,

Py(x,y) =

(15a)

P,(z,y) = vo Z (ri{—6[z — (n — L)Lo] + 26 (x — nLy)

—8[z — (n+ 3) Lo}
+(11 + 12){8[z — (n — 1)Lo] — 26 (x — nLy)
+46 [:c - (n + %) Lo] }qn(y)) . (15b)

To evaluate the energy Felastic, a certain information
about distribution of clusters is needed. Expressing g, (y)
as a sum of the average and fluctuations,

an(y) = 4+ 0gn(y), (16)

we may give the following note concerning correlations in
fluctuations 6¢,(y). Each cluster with finite length [, has
front and back surfaces (e.g., front surfaces and marked
by the number “2” in Fig. 4). The larger the length of
clusters [, the smaller the contribution of front and back
surfaces into the total energy of the system. Therefore,
only clusters with I, > Lo are energetically favorable.
The correlation function of §g,(y) may then be written
as follows:

J

17773

" ly—y'| \
17
Lcorr ) ’ ( )

where the correlation length Leorr > L.

Correlations in positions of clusters in a real system de-
pend on kinetics. First clusters are being formed at low
coverage © < 1. Changing the coverage O results in the
change of the minimum energy configuration. Attaining
the energy minimum involves rearrangement of matter al-
ready assembled in thick clusters with the height Hz > 1
ML. Time required for such a rearrangement is essentially
longer than the required time during the growth of the
first monolayer in the case of a homogeneous coverage
of Fig. 3(a). The relation (12) between the migration
time and the deposition time may be not valid in this
case, and the equilibrium distribution of clusters may be
not attained. Below we do not search the equilibrium
distribution of clusters.

To evaluate the energy of a heterophase system with
thick clusters, we will calculate first the energy of a sys-
tem of uncorrelated clusters. Then, to estimate the effect
of correlations, we will calculate the energy for certain
particular correlated arrays of clusters.

Let us consider the system where positions of clusters
in different grooves are not correlated, and the typical
length of a single cluster exceeds L. Then the correlation
function reduces to

oy —a

where f(0) = 1. Substituting elastic forces P,(z,y),
P,(z,y) from Eq. (15) into Eq. (13), and using the corre-
lator of fluctuations (8¢, (y)dg. (y')) from Egs. (17) and
(18), we get the surface energy of the heterophase system
of Fig. 3(b) as follows:

(5an (0)3 (W) = (1 — q)K(

E» = {e1(p0) + [2(90) + 712(90) — €1(p0)] 4} (1 + %) (19a)
BV (1 gyt + ) G
g1 —q 0= ’;d),(Z‘ ™) [m S lnvr:l (19¢)
+q(1 20‘7)% { 2(17:),” ) [(n + 72)? (ln ;Za +1n 1:6)] (&f +¢& )} (19d)

The term of Eq. (19a) is the energy of facets and in-
terfaces. This term depends linearly on the fraction of
the substrate surface § = ©/Nz covered by material
2. The term of Eq. (19b) is the value of the quantity
W = FEedges + FEelastic evaluated for the periodic corruga-
tion with the period Lo, material 1 and 2 contributing
with factors (1 — q) and @, respectively. The term of
Eq. (19c) is the negative contribution to FEejastic due to
the difference in values of the intrinsic surface stress be-
tween materials 1 and 2. The term of Eq. (19d) is the
contribution to the energy W = FEeqges + Felastic due to

[
clusters. Since we consider here the case of small tilt an-
gle of facets g, then the term of Eq. (19¢) is essentially
larger than that of Eq. (19d) [if |72 — 71| is not especially
small and obeys the relation |rp — 71| >> (11 + T2)@0].
In the partlcular case where 1, = 7, = 7, & = &7,
and &F &, the term of Eq (19c) vanishes, and
the term of Eq. (19d) reduces to the positive quantity
(1 —q)8(1 — ) 722 (7Y Lo) " In (16e/m3). The latter
means the energy loss in the energy W = Ecqges + Felastic
for an aperiodic system with clusters with respect to the
periodically corrugated surface.
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To estimate the effect of correlations in positions of
clusters on the energy of the heterophase system of
Fig. 3(b), we will calculate the energy E for particu-
lar values of the coverage ©® where § = ©/Nz = 1/M
(M being an integer number). Then a periodic distri-
bution of clusters is possible where clusters are arranged
in a periodic structure and occupy totally 1 of each M
neighboring grooves of the faceted substrate, all the rest

i
21— v?) (2 —m)? In Lo tlnm—ln sin(7q)
1 7Y Lo 2ma Tq
= 2 2
qﬂ 2(1 — UV ) 2 LO
+ Lo { 7Y (ri+72)%( In 2mea +in 73

SHCHUKIN, BOROVKOV, LEDENTSOV, AND KOP’EV 51

16e sin(rq) n sin(mg/2) \1 _ .+ _
7r—+ln = 4] )] (51 +§2)}'

grooves remaining empty. (In reality, this array of clus-
ters at different values of the “y” coordinate may be tied
to different sets of grooves. Since the typical length of
clusters is I, > Lo, this does not affect the energy of
the system.) Correlations in positions of clusters lead
to some changes in the energy terms of Egs. (19¢) and
(19d). The sum of these terms for a correlated system is
equal to

(20)

wq/2

For small values of § = ©/Nz < 1, correlations in positions of clusters are not essential, and energies of Egs. (19)
and (20) coincide within the linear approximation in ¢§. The main deviation from the linear approximation at small ¢

occurs due to the factor (1 — ) in Egs. (19c) and (19d).

The surface energy of the heterophase system, which contains thin clusters in all the grooves of the faceted substrate

[Fig. 3(c)], is equal to

By= {ealoo) + lealion) + maloo) — (o] v} (1+5) (212)

_ ﬂl{y’i;o)%ﬁz (21b)

21— Iil)f(z -m)? [.2.% sin(ﬂr)] (21c)

+ %’% ( (2n—& - &)+ g(l,r——y'ﬂ){(” —m)"n (%) 4l =) (210

+ (11 +73) [~4m; Insin (5) +4mlncos (%) + (1 + 72) Insin () }) . (21e)

Here r = /©/Ny is the fraction of the substrate sur- | £2(0) + 712(0) — €1(0) <0, (22)

face covered by material 2. Equation(21) is valid if the
widths of all facets of both material 1 and material 2 ex-
ceed the lattice constant, i.e., if a/(2L¢) < r,(1 — 7).
The term of Eq. (21a) includes the energy of facets
and interfaces. Equation (21b) represents the value of
W = FEedqges + Felastic for the periodically corrugated
surface with the period Lo. The term of Eq. (21c) is
the negative contribution to Fejastic due to the difference
(r2—71). The terms of Egs. (21d) and (21e) are contribu-
tions to W = FEcdges + Felastic due to clusters. In the par-
ticular case where 7, =71 =T, §;;, = €] = &5, the terms
of Egs. (21d) and (21e) yield the positive contribution to
the energy 8(1 — v2)72p2 (7Y Lo) "' In {4/ [esin (77)]}.

It follows from Egs. (14), (19), and (21) that main
contributions to the surface energy for various configura-
tions of the heterophase system comes from the energy
of facets and interfaces. These are first terms on the
right-hand sides of Egs. (14), (19), and (21). Other en-
ergy terms, namely, the energy of edges and the elastic
strain energy are proportional to a small parameter a/Lyg.
Comparing the energies Efacets + Finterface in Egs. (14),
(19), and (21), one comes to the following conclusion. In
the wetting case where

the heterophase system with homogeneous coverage
shown in Fig. 3(a) is favorable. The example is the
growth of AlAs on periodically corrugated vicinal sur-
face of GaAs(001) 3°-off towards [110].”

In the nonwetting case, where

e2(w0) + v12(w0) — €1(p0) > 0, (23)

the heterophase system with thick separated clusters dis-
played in Fig. 3b and in Fig. 4 is favorable. At high cover-
age, © > Nz, the periodic surface corrugation is restored.
Then the hills of the top surface of the heterophase sys-
tem appear over the valleys of the substrate and vice
versa. Thus, a continuous layer of the deposited material
with periodically modulated thickness is formed. This
situation seems to be realized for the growth of GaAs
on the vicinal surface of A1As(001) 3°-off towards [110],”
and for both GaAs/AlAs and AlAs/GaAs heterophase
growth on the (311)A surface.!12:13,33

The heterophase system with thin clusters shown in
Fig. 3(c) is not favorable in any case.

The two criteria of Egs. (22) and (23) allow us to dis-
tinguish two principally different situations that may oc-
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cur for the heterophase growth. Neither of these criteria
contains the value of Fj.eic. Therefore, these criteria,
which were derived in the approximation of the small tilt
angle of facets, po < 1, are valid in the general case.

If the difference in surface energies |e2(p0) — €1(0)]
exceeds the interface energy v12(po), then the situation
at the heteroepitaxial growth of material 1 on material 2
is opposite to that where material 2 grows on material 1.
Let, e.g., €2(¢0) > €1(¢0). Then material 2 does not wet
material 1, which promotes formation of separated clus-
ters. On the contrary, it follows from Eq. (22) (indices
1 ¢ 2 being interchanged) that material 1 wets material
2, which promotes homogeneous coverage.

If the difference in surface energies is especially small,

le2(vo) — €1(w0)| < 112(%0) 5 (24)

the nonwetting situation may occur both for the growth
of material 2 on material 1 and vice versa. Energy terms
W = FEcgges + Felastic may become important in this case.
Then the calculation of Fgjastic depends on the actual
value of the tilt angle of facets o. This situation will
be considered for the particular GaAs/AlAs(311) system
in Sec. IV, where Egjastic Will be found numerically for a
large tilt angle of facets.

IV. FACETING IN THE HETEROPHASE
SYSTEM GaAs/AlAs(311)

We consider in Sec. IV an example of the het-
erophase system grown on a faceted substrate, namely
the GaAs/AlAs(311) system. There exist two sets
of experimental data concerning the faceting of the
GaAs(311)A surface. Experimental data by Noétzel et
al'?13 read that the (311)A surface of GaAs breaks up
spontaneously into a one-dimensional array of facets with
the lateral periodicity in the [011] (z) direction, the pe-
riod of surface corrugation Lo being equal to eight lattice
constants, Lo = 8a, = 8a119) = 32 A, and the height of
surface corrugation H, being equal to six lattice con-
stants, H = Nza, = 6a, = 6a[3;1] = 10.2 A. According
to Ref. 12, the faceted (311) A surface of GaAs consists of
alternating (313) and (331) facets separated by narrow
(d = 4 A wide) (311) terraces (Fig. 5). The structure is
oriented along the [233] (y) direction.

Alternative experimental data obtained by scanning
tunneling microscopy by Wassermeier et al.** read that
the period of the corrugation is Ly = 8a, = 32 A,
whereas the height of the corrugation is H = 2a, = 3.4 A.
The reason for this discrepancy is not clear so far. Prob-
ably, it may be caused by unintentional misorientation
of the substrate with respect to the exact (311)A direc-
tion, which is noted in Ref. 13. However, no results on
the heterophase growth in the GaAs/AlAs(311) system
where the height of the corrugation is 2 ML have been
reported up to now, to our knowledge. Therefore, we
focus here on the heterophase GaAs/AlAs system in the
case where the height of the corrugation is 6 ML.

Experimental data of Refs. 12, 13, and 33 read (i) if
AlAs is being deposited on the periodically corrugated
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FIG. 5. Schematic view of the faceted GaAs(311)A surface.

GaAs(311) surface (or vice versa), the periodic surface
corrugation is restored after the deposition of 6 ML. Then
the hills of the top surface of the heterophase system
appear over the valleys of the substrate and vice versa.
The system of alternating wide and narrow channels of
GaAs and AlAs is formed, which is a quantum-well-wire
superlattice. (ii) If the amount of deposited GaAs is not
sufficient to fill all the grooves on the AlAs surface (and
vice versa), then isolated clusters of GaAs are formed.
Such clusters of GaAs embedded into the AlAs matrix
are isolated quantum wires.

Before applying our consideration of Sec. III to the
GaAs/AlAs(311) heterophase system, the following notes
should be given:

(1) Since the range of interatomic interactions may ex-
ceed one lattice constant, we take into account the pos-
sible dependence of the interface energy on the thickness
of the epitaxial layer.

(2) It was experimentally proven by Brandt et a
that the continuum theory of elasticity predicts correct
strains in epitaxial layers on a lattice-mismatched pla-
nar substrate if the epilayer thickness is 3 ML or larger.
These results encourage us to use the continuum theory
of elasticity for the system where the height of surface
corrugation is 6 ML.

(3) There exist certain experimental data on the mi-
croscopic structure of (331) facets of GaAs and AlAs.!3
However, the existing data are not sufficient to be the
basis for microscopic calculations. Some more scanning
tunneling microscopy information is necessary, like, e.g.,
for the case of the corrugated Si(211) surface.?® Here,
following the general approach of the paper, we describe
the (331) surfaces of GaAs and AlAs by macroscopic pa-
rameters such as the energy of facets £ and the intrinsic
surface stress 7, which, of course, may be different for
two materials.

(4) The lattice-mismatch in the GaAs/AlAs het-
erophase system, equal to approximately 0.04% at typi-
cal temperatures of the epitaxy, satisfies the criterion of
Eq. (11). Therefore, the mismatch-induced strain is small
compared to the surface-stress-induced strain. The for-
mer is neglected in our treatment. The GaAs/AlAs sys-
tem in question is thus considered as a lattice-matched
one.

(5) The anisotropy of elastic moduli, which exists in
III-V semiconductors, may lead, in certain cases, to prin-
cipal effects. For example, it was shown by De Caro and
Tapfer,%” that a shear strain appears in epitaxial lay-
ers grown on planar low-symmetry lattice-mismatched
substrates. The highest value of the shear strain (equal
to 40% of the tetragonal deformation) was obtained for

l_45
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the (311) substrate. However, according to point (4), all
components of the mismatch-induced strain tensor are
negligibly small for the GaAs/AlAs system in question.
As concerns surface-stress-induced strain, both tetrago-
nal deformation v, u,,, and shear strain u,, appear in
the plane strain geometry in the approximation of elasti-
cally isotropic medium. Therefore, we consider this ap-
proximation to be a suitable one for our purposes and
use it in the present section.

(6) Narrow (4 A wide) (311) terraces on the faceted
surface of GaAs together with two neighboring edges may
be considered as “complex” edges of the faceted surface.

Analyzing experimental data (i) and (ii), we will find
relations between energetic parameters of the system,
which provide formation of isolated clusters in the het-
erophase system GaAs/AlAs(311).

We consider the heterophase system (either
GaAs/AlAs or vice versa) where ® = 1 monolayer of
material 2 is deposited on the periodically corrugated
substrate of material 1. Let us compare energies of
two possible configurations of the heterophase system,
namely, the system with a homogeneous monolayer cov-
erage [Fig. 6(a)] and a periodic array of clusters contain-
ing one cluster per six periods Lo [Fig. 6(b)]. For the
first structure, the energy is

o = S220) | prom | gy (25)
€Os @o

where Wy contains energy terms Eegges + Felastic for the
periodically corrugated surface. For the second structure,
the energy is

1 e2(0)
6 cos pg

_ 5ei(po)
6 cos o

+ Bl 4 Wy + AW,

inter

Eclus
(26)

where AW is the change of the energy Fedges + Felastic for
the system containing clusters with respect to the period-
ically corrugated surface with the period of corrugation
Ly.

It follows from experimental data33 that formation of
isolated clusters occurs both for the growth of AlAs on
the GaAs(311)A surface and vice versa. This implies that

N N\ NS

b)

FIG. 6. Possible 1-ML coverages of the (311) faceted sur-
face in the GaAs/AlAs system. (a) Homogeneous monolayer
coverage; 1, AlAs, 2, GaAs. (b) Structure with separated
GaAs clusters on the AlAs(311) faceted surface; 1, AlAs, 2,
GaAs.
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the nonwetting situation occurs in both cases. Now we
may write the inequality

phom _ elus _ e2(0) — €1(¢0)

inter inter — 6 cos @o

> max(AW),
(27)

which is the sufficient condition of nonwetting both for
the growth of material 2 on material 1 and vice versa.
If it holds, then the energy of a system with separated
clusters given in Eq. (26) is lower than the energy of a
system with homogeneous coverage given in Eq. (25).

Now let us check whether the condition of Eq. (27)
may hold for reasonable values of parameters.

First, we will evaluate the interface energy. The in-
terface energy in the lattice-matched GaAs/AlAs system
is determined by short-range pair interactions of Ga and
Al atoms calculated by Wei and Zunger.*® For the het-
erophase structures in question, Ejnterface is then equal

to 2(Lay)—1 Zx Ez,sz,m . Here L, = Ly for the homo-
geneous 1-ML coverage and L, = 6L for the structure
with one cluster per six periods Lo, a, = 411 A is the

lattice constant in the y ([233]) direction, &3 ,, is the num-
ber of pairs of Ga and Al atoms separated by the mth
(m < M = 4) nearest-neighbor distance in the cation
sublattice, the numbers of gz,m are defined per one period

fz x a, of the faceted surface. Interaction energies J3 .,
are equal to*® J,; = +0.758 meV, J;; = —0.089 meV,
J2,3 = —0.022 meV, and J2,4 = —0.112 meV. The
largest “repulsive” term J, ; determines the positive sign
of the interface energy. The coefficients &, ,, calculated
by counting atoms and the resulting interface energies for
the two structures in question are given in Table I. Note
that the coefficients J; ,, were calculated in Ref. 48 for
interfaces in essentially the bulk GaAs/AlAs heterophase
systems. Therefore, applying these numbers is rather ac-
curate for the interface in the system with isolated clus-
ters [displayed in Fig. 6(b)] and less accurate for the
system with a homogeneous 1-ML coverage [shown in
Fig. 6(a)]. We expect, however, that the model of the
interface energy may give a reasonable estimation also
for the latter structure.

Thus, the gain in the interface energy of the het-
erophase AlAs/GaAs structure with separated clusters
versus the structure with the homogeneous 1-ML cover-
age equals

h 1 meV
Einotrex:' - Eicn:;l:r = 0175? . (28)

TABLE 1. Interface energies of two heterophase
GaAs/AlAs structures.
Number of pairs finter,
of Ga and Al 62,1 62,2 {2,3 62,4 meV/AZ
Homogeneous
1-ML coverage 82 44 166 84 0.212
one cluster
per six periods Lg 117 87 400 226 0.037
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Now let us calculate the difference in the energy W =
Eedges + Felastic between the structures with homoge-
neous 1-ML coverage and the structure with one clus-
ter per six periods of corrugation. Note that the con-
tribution to Feqges for faceted structures in question in-
cludes energies of flat narrow (311) terraces and ener-
gies of edges themselves. We will describe this energy
term by a macroscopic parameter Ae. Then the energy
E.qges defined per unit area of the reference flat surface
iS Fedges = Ae/L. To evaluate the sum of energy terms
W = FEedges + Felastic, it is convenient to use the relation
between Lo, 7, and Ae similar to that of Eq. (9). Note
that the value of the period L = 8a, = 32 A corresponds
to the minimum of the energy W = FEeqges + FEelastic
among allowed values of L = N_a,, N, being an inte-
ger number. It implies that

Ae Ae
E + Eelastic(7aa:) > % + Eelastic(sa'w) )

Ag

Ag
E + Eelastic(sa:c) < E + EelastiC(gam) . (29)

To find the allowed interval for the quantity Ae, we need
values Feastic for a set of periods L. Effective elastic
forces acting in the periodically corrugated system in
question are displayed in Fig. 7(a). Unlike the difference
in the values of 7 between two materials that yield im-
portant negative contribution to Feastic in Egs. (19) and
(21), the difference between values 7, and 7; for neigh-
boring facets of the same material makes no principal

FIG. 7. Effective elastic forces in the faceted heterophase
GaAs/AlAs(311) system. (a) Half period of the periodically
corrugated structure with the period Lo; A and B denote mir-
ror planes £ = 0 and = = Lo/2, respectively. (b) Half period
of the heterophase system containing one cluster of GaAs per
six periods Lo of AlAs(311) faceted surface. 1, AlAs, 2, GaAs,
A and B denote mirror planes ¢ = 0 and z = 3L, respec-
tively.
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effect on FEejastic- To simplify our treatment we let for
each material 71 = 7, and 75 = 75.

To find FEejastic as a function of L, we solve the plane
strain problem of the theory of elasticity, that is, we
solve the equilibrium equations for the displacement vec-
tor u(z; z) = (uz(x; 2);u,(x; 2)):

(1 — 2v)V?u(z; 2) + Vdivu(z;z) = 0. (30)

Since the structure is periodic and has two mirror planes
per each period, we solve Eq. (30) for a half period of pe-
riodic structures with different periods L, applying sym-
metric boundary conditions (BC) (u, =0, du,/8z = 0)
at mirror planes (z = 0 and = = L/2) in Fig. 7(a), zero
BC in the bulk (uz,u, — 0 as z - —oo), and BC of
a stress-free surface (0;;7; = 0) everywhere at the up-
per surface except edges. Solving Eq. (30) by the finite
element method*® yields values of Eaetic for a set of pe-
riods L. Substituting the values of Egjagtic calculated for
L =7a,, L =8a,, and L = 9a, into Eq. (29), we get the
following interval for possible values of Ae:
meV

128 () 2V (ae), <146 ()
’ <7'0> A (Ae) ' (’7’0> A’
the similar relation being valid also for material 2. The
normalization quantity 7o = 100 meV/A? in Eq. (31) is
the characteristic value of the intrinsic surface stress.
Now, to find the difference in the energy W = Eqges +
Ee¢lastic between the structure with homogeneous mono-
layer coverage and the structure containing one cluster
per six periods of corrugation, we solve Eq. (30) by the
finite element method also for a half period of the het-
erophase structure with clusters [displayed in Fig. 7(b)].
We assume quantities Ae to be equal to the arithmetic
mean of two limiting values of the interval in Eq. (31).
Finally, we get

(1)

AW = Wclus _ Whom

= 0.044 (’—'1)2 meV _ 0.151 (3) (Tz——:—ﬂ) meV
To A To To A
2 meV

—0.132 (TZ;TI) o (32)

In the particular case where 73 = 71, the quantity AW
has a positive value 0.044 meV /A2, Tt is the loss in the
energy Fedges + Eelastic for the heterophase system with
clusters compared to the heterophase system with homo-
geneous coverage. If 7, # 71, there appears some negative
contribution to AW proportional to (72 —71)?, as well as
the contribution ~ 71 (72 —71). Contrary to faceted struc-
tures with small tilt angle of facets considered in Sec. III,
all contributions into AW for the structure with large tilt
angle of facets are of the same order of magnitude.

To check whether the sufficient condition of the non-
wetting situation [that of Eq. (27)] holds, we compare
Ebem _ Eolus from Eq. (28) and AW from Eq. (32).
Although values of the intrinsic surface stress for (331)
facets of GaAs and AlAs are not present in literature, we
may use for estimations the values of 7 for Si(100) 2x1 re-
constructed surface®%:°%:! and those for GaAs(100) 2 x 4
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reconstructed surface.’?> None of these values exceeds
7o = 100 meV/A2. It follows then from Eq. (32) that
AW < 0.087 meV /A2, i.e., AW is less than one half of
the gain in the interface energy from Eq. (28). Substitut-
ing this value into Eq. (27) we find that if the difference
in the energy of the (331) facets between GaAs and AlAs
is small enough, |2 —¢&;1| < 0.067 meV/Az, than the suffi-
cient condition of the nonwetting [Eq. (27)] holds. This is
rather strong restriction on the value |e;—&1|. There exist
certain possibilities where weaker restrictions on |e; —e4]
may be sufficient to provide cluster formation both for
GaAs/AlAs(311) and for AlAs/GaAs(311) growth. First,
if the values of the intrinsic surface stress 7; and 72 are
close to each other, |12 — 71| < 71, Eq. (32) reduces to
AW = 0.044(71/70)% meV/A2. Second, we may use for
the estimation of 7; the maximum value of intrinsic sur-
face stress calculated for GaAs(001) 2x4 reconstructed
surface, which equals 66 meV/A2.52 Then the sufficient
condition for the formation of clusters [Eq.(27)] reduces
to |ez — €1] < 0.145 meV/A2. One more possibility to
get a weaker restriction on |e; — €] is associated with
the above used approach for evaluation of the interface
energy. The evaluation of the interface energy for a sys-
tem with a homogeneous monolayer coverage, E'S™, by
using bulk values of interaction energies between Ga and
Al atoms may yield an underestimation of the interface
energy. Then the value of the gain in the interface en-
ergy, EPom _ Eclus may be larger than 0.175 meV /A2
calculated in Eq. (28). This again favors formation of
clusters.

Summarizing the discussion of the present Section, we
make the following remarks. If the sufficient condition
for the nonwetting (27) holds, then the gain in the inter-
face energy for a system containing one cluster per six
periods of corrugation with respect to the system with
the homogeneous monolayer coverage exceeds the loss in
the energy Fedges + Felastic- This promotes formation of
isolated clusters during the deposition of the first mono-
layer of GaAs on the AlAs(311) periodically corrugated
surface. The periodic surface corrugation is restored after
the deposition of 6 ML. Then the hills of the top surface
of the heterophase system appear over the valleys of the
substrate and vice versa. The system of alternating wide
and narrow channels of GaAs and AlAs is then formed,
which is a quantum-well-wire superlattice.

V. CONCLUSIONS

We have developed the macroscopic theory of the
quasiequilibrium heterophase growth on periodically cor-
rugated substrates. Our approach consists of calculating
the energy of the heterophase system. The energy in-
cludes the energy of facet planes, interface energy, short-
range energy of crystal edges, and elastic strain energy.
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We have shown that our macroscopic approach allows
us to answer the question of whether the coverage of a
corrugated substrate is homogeneous or inhomogeneous.

The selection between two possible growth modes is
determined in the macroscopic approach by the fact of
whether the deposited material wets or does not wet the
substrate. If the deposited material wets the substrate,
then the homogeneous coverage of the periodically cor-
rugated substrate occurs. The example is the growth
of AlAs on the periodically corrugated vicinal surface of
GaAs(001) 3° off towards [110].7

If the deposited material does not wet the substrate,
then isolated clusters of the deposited material appear
on the periodically corrugated substrate. This situation
seems to be realized for the growth of GaAs on vicinal
surface of AlAs(001) 3° off towards [110],” and for both
GaAs/AlAs and AlAs/GaAs heterophase growth on the
(311) A surface.12:13,33

In the case of inhomogeneous cluster coverage, the pe-
riodic surface corrugation is restored after the deposition
of the first several monolayers. Then, the hills of the top
surface of the heterophase system appear over the valleys
of the substrate and vice versa, and a continuous layer
of the deposited material with periodically modulated
thickness is formed. Thus, formation of clusters allows
direct fabrication of quantum-well-wire superlattices in
heterophase semiconductor systems.

Surface reconstruction on facet planes is taken into ac-
count in our theory as follows. Macroscopic material pa-
rameters, namely, energy of facet planes € and intrinsic
surface stress 7;; are taken to be different for two mate-
rials.

To analyze the instability of planar surfaces and to find
the equilibrium orientation of facets, detailed information
on the orientational dependence of the surface free energy
€(rh) is needed. This problem is beyond our macroscopic
theory.
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