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The magnetic properties of a disordered A4,B,_, substitutional alloy, with 4-4 interactions only, are
analyzed in terms of a Heisenberg-type Hamiltonian. The critical temperature T,(x) and the critical
concentration x., below which no bulk ferromagnetism exists, are calculated for various ratios of the second-
to first-nearest-neighbors interactions. Results for x. are shown to agree with the critical percolation
concentration for each case. The dispersion relation and the density of states of the spin-wave spectrum are
calculated and compared with those obtained by other techniques and. for different types of disorder. For
x < X, spin-wave excitations exit for wave numbers k above a certain lower bound k_.(x). The inverse of
k. is interpreted as the linear dimension of the largest magnetic cluster that the system can sustain at x < x,.
Results are compared with those obtained by percolation methods. The magnetization and the specific heat

are also calculated and compared with experimental data.

L. INTRODUCTION

The magnetic properties of random alloys
A_B,_., in which the A (magnetic) and B (nonmag-
netic) atoms are distributed randomly on a regular
lattice, have been thoroughly investigated during
the last fifteen years. In the earlier works, at-
tempts have been made to calculate the ferromag-
netic transition temperature T,(x) and the critical
concentration x,, below which no bulk ferromag-
netism can exist. Brout' has argued that, for
long-range exchange interactions, T, increases
linearly with x and extrapolates to zero at x=0
(i.e., no finite x, exists). For short-range interac-
tions, however, he conjectured that a finite criti-
cal concentration x, exists. This kind of behavior
of T,(x) was found by Sato et al.? for an Ising mod-
el with nearest-neighbors (nn) interactions only,
by Smart?® for a classical Heisenberg ferromagnet,
and by Elliot and Heap*® for a spin-3 system. As
for x,, it was found to be strongly dependent on lat-
tice coordination number [(z —1)™! in Refs. 2 and
3]. Charap® improved Smart’s result® by also
taking into account the fluctuations in the molecular
field seen by any first-shell magnetic atom. Re-
lating x, to lattice percolation properties was first
suggested by de Gennes et al.”*® and later used by
several authors, '3

Another avenue of approach to the problem of
disordered ferromagnetic alloys is to treat the dy-
namics of the disordered spin system, such as the
spin-wave excitations that the system can sustain.
Murray'* has used a variational method to calculate
the spin-wave energy of a Heisenberg ferromagnet.
In the long-wavelength limit (2=~ 0), she found an
upper bound to the excitation energy which has the
form ¢(x)k® where ¢(x) is a nearly linear function
of x which vanishes at x.[=0.44 for a single cubic
(sc) lattice]. Murray’s variational principle was
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recently criticized by Kumar and Harris,'® mainly
for two reasons. First, it allows ¢(x) to be nega-
tive even though the system orders ferromagnetic-
ally. Secondly, a finite bound for ¢(x) can be found
for x <x, although obviously no long-wavelength
spin waves exist. Following Murray’s work, a
somewhat better estimate of ¢(x) and the corre-
sponding x, was found by Kaneyoshi,'® and later on
by Edwards and Jones.!” They obtained an infinite-
series expansion in powers of x and 1 -x, but were
able, however, to calculate exactly only the first
few terms of that series.

This difficulty can, in principle, be avoided if
one obtains a Dyson equation for the spin-spin
Green’s function.!®"?° That last equation is then
solved either by a 7-matrix calculation’® (with a
truncation scheme for T based on cutting off the in-
fluence of all but the nearest neighborhood of a
single atom?'), or by coherent-potential approxima-
tion'®22 (CPA). These techniques are used to de-
rive the spin-wave density of states and dispersion
relations, as well as T,(x) and x,.®

In the present work the A B, ., ferromagnet,
governed by a Heisenberg Hamiltonian, is ex-
amined. We derive, within the framework of the
spin-wave approximation, a Dyson equation for the
configurationally averaged Green’s funetion
G(E, w). To this end we first derive an equation
for the unaveraged Green’s function. This equa-
tion is then decoupled using a quadratic approxima-
tion which is described in Secs. II and III. We thus
obtain a compact expression for G which is then
utilized to calculate the system’s properties. In
Sec. IV, T (x) and x, are derived for the three cub-
ic lattices and for nn and second-nn interactions.
For positive nn and second-nn interaction all T (x)
graphs, when plotted against the reduced concen-
tration (¥ —x,)/(1 -,), fall on a single universal
graph. The critical concentration x, agreed in all
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cases quite well with the relevant critical percola-
tion concentration

In Sec. V the response function is calculated and
shown to fit quite well the very accurate “moment
calculation” results of Nickel.?® The response
function is directly used to derive the dispersion
relation and the density of states of the spin-wave
excitations. These are also compared to CPA cal-
culations of Harris et al.?° and of Theumann and
Tahir-Kheli.** For x<x, the spin-wave excitations
are shown to be physical for k> %, (x) only. This
limiting wave number %.(x) may be interpreted as
a measure of the inverse linear dimension I(x)
of the largest cluster which can exist at x <x,.

The size of the largest cluster 3(x) is shown to di-
verge near the critical concentration as |x —xcl'ﬁ
with 6=1.5 close to the value 1.69 obtained by per-
colation-theory methods.*

In Sec. VI the magnetization o T) is derived, for
various values of x, and compared with experi-
mental data. The thermal demagnetization is
shown to obey an a(x)T°/? law, where a(x) is a ra-
pidly decreasing function of x. a(x) is shown to
agree with values deduced from experimental data
in various systems. Finally we derive the specific
heat C,(x, T) and show how these results may be
used to explain the anomalous peak near the criti-
‘cal concentration in some magnetic alloys.

II. DERIVATION OF A CONFIGURATIONALLY
AVERAGED GREEN’S FUNCTION

The system consists of random A — B alloy in an
external field H. A spin § is associated with each
A -type atom. We assume a Heisenberg-type in-
teraction between these randomly distributed
spins.

Hence, the Hamiltonian of the system is

H=guHY 85 =3 Jue8, *8p (2.1)
o a,B

Here § = §a§a where §,, is the spin on site & and
¢, take the value one if site a is occupied by an
A-type atom and zero otherwise. J,, is assumed
to be a function of |¥, — ;| only, independent of
local environment, so that J=J; if sites a and B
are neighbors of order i.

Transforming to wave-vector variables

_ -l 1o GymTy)
JaB_N ZJ:EQ T~ Tg ’

k
B_ HoikeT —
sa-z ske ra’ bh=x,y,2,%,
k
we obtain

30= Ngu zHS%, ~ N; Jo(828% + 8877). (2.2)
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We then define the usual time-dependent Green’s
function,

Gy =10(1)([8%,(8),85(0)])
= ((83.(1); 823(0)y). (2.3)
We note that Gy.; takes into account spin-spin cor-
relation of A-type atoms only. The equation of
motion of Gy, is
9
132 Gii=™ — 2(85, ;) 8(t) + g1 pHGyy
+23 (Jp=Jpgen)
Tre
((84,_3..(1)85,,(2); 82;(0)y). (2.4)

We now use the usual spin-wave approximation:

(3. (082, (D); 87300 = 8%, 5.)G;..z- (2.5)
Hence
2 - S

(8, ,)=-50X;, -, (2.6)
where

Xi,-p,=N'1Ztae"(“‘"i"’°;‘a 2.7

o

and

(83)= talSay= -850, (2.8)

in which we assumed that (S%) is site independent.
o depends both on x, the fraction of A-type atoms,
and on the temperature 7. o will be calculated
self-consistently in Sec. VI.

A Fourier transform of Eq. (2.4) with respect to
t yields

W=—wy .
Z_SO'_ Gi.§=N IX'ﬁ'_fk

- g =Jpoepe) X Gy, (2.9)
tes

where w,=guH. This equation can be written in
a matrix form:

(v1-7)G=N"X, (2.10)

where X33, =X; 3, YVizo = (J3ie = J3) X5z, and
v=(w-wy)/2S0. Eq. (2.10) can be written

G=8X, (2.11)
where

§=N(v1 - 7).
8! can be broken up into two parts:

gl=6 -4, (2.12)

where 87! is the configuration average of §™, i.e.,
(4]
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81=§1=N(y1 -Y) and A=N(Y-Y). Note that §;*
is diagonal, i.e., (S5 )gp=N[v —x(J, - J3)] 0.
It follows that § obeys a Dyson equation:

§=6,+9,A6 (2.13)
and hence G also obeys a Dyson equation:
G=8,X+8,08X=8X+8G,AG. (2.14)

The configuration average of the Green’s function
G, however, does not obey a Dyson-type equation.
We are then faced with the problem of finding a
self-consistent equation for G. This can.be accom-
plished by iterating Eq. (2.14) once and decoupling
(A8,A6),, ~(88,4),,G. In this approximation we
obtain

G=G,+G,>T, (2.15)

where G,=8,[X +(A8,X),,] and G,= = §,(48,4),,

To understand the spirit of the decoupling that
was done, we note that the “exact” equation for G
is

G=8,[X +(A8.X),, +(A8,A8.X),,

+(A8,A8,88,%) +...]. (2.16)

Assuming that Y is distributed symmetrically
around Y we conclude that A=Y -7 satisfies
(a%r*1), . =0foralln. Hence, in Eq. (2.16) it is quite
natural to treat separately terms [(A§))%*"X],, and
[(a§,)*"*1X] .. The former are decoupled according to
[(A8,)%"] . X whilethe latter as [(A8,)%"] . (A8X) .-

We next adopt the approximation [(A8,)%"] ..
=[(48,)*]2,. Inserting all these into Eq. (2.16) we
obtain

G=8o[ X +(A8,X), {1 - [(485)2], 1

=Gy(1-G,2),

which is exactly Eq. (2.15).

The present approximation for G is quadratic in
A. However, as will be shown later, only a sub-
group of these quadratic terms is included in this
approximation; hence, it will be referred to as the
“low quadratic approximation” (LQA).

The averages may be all shown to be diagonal.

(2.17)

Introducing the reduced frequency = v/x [where
v was defined in Eq. (2.10)], the averages are ex-
pressed by

Xpp=x003, (2.18a)
[(A8,X) 4,50 = = (1 —x)P(K, Q)33
=_(1-x)N" Z JJ :Ij"ﬂ, (2.18b)
[(8848) gy Jii= = N(1 - 2)Q(K, @) 835
=-(1-%)
(-3 = 98 (J5-3 —J )
Z T . (2.18¢)
Hence, we finally obtain for G
= 1-[(1 —x)/x]P(E, Q) .
=" Q—(J,=d3) +[(1 -x)/x]Q(K, @ Ok
(2.19)

III. DIAGRAMMATIC REPRESENTATION AND THE
“HIGH QUADRATIC APPROXIMATION” (HQA)

The Green’s function and the averaging process
of Sec. II may be represented diagrammatically as
follows: we start by representing Eq. (2.16) for
the unaveraged Green’s function by the diagram in
Fig. 1. Here a straight line with wave number E,
represents 9(,; , and a point assocmted w1th M,
flanked by hnes of wave numbers ki and k,, repre-
sents the matrix element (in K space) My, of a
random matrix M. Also the summation convention
over internal lines is implicitly assumed.

Each variable Mg, in this problem contains a
sum over sites of the random occupation numbers
£, at a site @, namely,

1 - iy =k . .
N1y btk ’“mk‘kj
o
Thus, on averaging an n-point diagram, one needs

to express the average (Cm1 . {an)“. This can
be shown to be

(ga E g‘t:vz,,)av P(x)éia)"'Pn 1(x)P x)z G(a)i+Pn-2(x)Pzz 6{ct}”

1
i=1

+ P sPAD) T B, Bayag
i,

where é(a)(aia} ’5{04; ’
ty, provided all a,’s tall a,’s but for o, all a,’s
but for o; and oy, etc.) are equal, and zero other-
wise.

etc.) assumes the value uni-

+ Pl(x), (3.1)

1

P, (x) are the polynomials given by’

P"(x)=[<:—y)"ln(1 —x+xe’)]y=;, (3.2)
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=4
=
=z
o
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FIG. 1. Diagrammatic representatlon of Eq. (2.16).
A straight line with wave number k1 represents g
A point associated with p7, flanked by lines of wave
numbers %; and %;, represents the matrix element

where the lowest-order polynomials are
P (x)=x,Py(x)=x(1 —x), Py(x) =x(1 —x)(1 - 2x).

Equation (3.1) may be represented by the dia-
gram in Fig. 2. Here, to any site a;, a line with
wave number ki enters and k, +1 leaves. Sites
a0, , that are equal under the §-function con-
straint are connected by dashed lines. In Fig. 2,
all topologically different diagrams, andthe poly-
nomials associated with them, are included. It is
easily seen that wave numbers of internal lines are
free variables and have to be summed over, while
disconnected sites lead to a 0-function conserva-
tion of the incoming and outgoing wave numbers.
Thus, if a disconnected point is associated with a
matrix M it clearly gives M. In our particular
case if M=A, this diagram vanishes (since by defi-
nition £=0).

Returning now to Eq. (2.16) the simplest non-
trivial approximation to the averaged Green’s
function may be obtained by retaining only the dia-.
grams in which pairs of nearest-neighbor points
are connected. This is shown in Fig. 3. Calcula-
ting the diagrams according to the rules mentioned
above and shown in Fig. 4, we find

Giz= (X+ Py(x) Z gog(Ji-a - J;)) 803
q

x (-2 3 sl

-1
a—Ja)(J;-a—Jz)> ’

which is just the LQA result of Eq. (2.19). We can
improve upon the LQA, still within the quadratic
approximation, if we retain all the diagrams with
connected pairs of points (not only nearest-neigh-
bor points), provided that the dashed lines do not
intersect. These diagrams are shown and summed
up in Figs. 5 and 6.

It becomes clear from the last line in Fig. 5 that
G, has an expression similar to Eq. (2.19) but
with P and @ replaced by P, and @, which satisfy
the integral equations
(fzz =) gz =)

q

— ) +[(1 —x)/x]Qy(q, Q)

QH:Z Q"(Jo (3.4)
q

and

i =4

P H=; Y A [ s e g o) R

We call this approximation the “high quadratic ap-
proximation” (HQA).

In the next Secs. IV and V it will be shown that in
calculating static properties, such as critical tem-
perature, critical concentration, etc., the LQA
provides rather good agreement with experimental
or exact numerical results; for dynamic proper-
ties, such as the response function, which depend
sensitively on the imaginary part of G, we have to
use the HQA to get reasonable agreement with ex-
act numerical calculations. '

At the high-concentration limit (x~ 1) it follows
from Eqs. (3.4) and (3.5) that the LQA and the HQA
coincide; they both deviate, however, from the
exact result. To lowest order in 1 —x, one has to
sum all the diagrams shown in Fig. 7, which re-
present repeated scattering from the same site
[since P,(x) < (1 —x) for n>1]. An estimate of the
discrepancy between our LQA result and the exact

: [ (3.3) expansion® is discussed in Sec. V.
A
/I,\\\\ “\ / ‘\\
/ \ { \ 7 LN
= VA +P + +
(éu Ea") .Pn (x) .\.\ P (x) P, (x) \'\ , AN

e
a, a; az ap

FIG. 2. Diagrammatic representation of the configurational average of ¢, **+¢ an*

a, . Connected sites are identical.

b e o

a, Q2 03 Qn a); @z a3 Qn

o e k)

a a; as ap

Here the dots represent sites
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A A I’\ A
l‘ I\ ,\ l\
- Kk K 'k,\k k' ’k, kk K 'k,\ k,lk\k
G, ="+ +
k'k X A X A A X A A A X
N\ A

I\ A
' v v ‘\
:[ kk+klk,\k]/[1_k k'lk]
X A X A A

FIG. 3. The sum of diagrams for G which are taken
into account in the low quadratic approximation (LQA).

IV. FERROMAGNETIC CRITICAL TEMPERATURE AND.
CONCENTRATION

The ferromagnetic critical temperature T,(x) has
been shown to be related to the configurationally
averaged Green’s function by?5+26

B(x)———z ReGy(2=0) , (4.1)

wH=0

Using the LQA result, Eq.

where B,= 1/(kBTc),
(2.19) becomes

2 .
‘Bc(x)=;N1; Jo_

where in Eq. (4.2) we used the fact that both P and
Q are real at Q=0 (cf. Appendix).

We have calculated T (x) for the three cubic lat-
tices, taking into account first- and second-neigh-
bors interactions. This was repeated for several
values of n=J,/J;, .the ratio of second- to first-
neighbor interactions. For this purpose P(k, 0)
and Q(k, 0) were expressed as a sum of products
like F(kK)C(n), where f(K) is an explicit function of
k and C(n) depends on lattice structure and calcula-
ted numerically (cf. Appendix). Results for
T.(x) are shown in Fig. 8. It can be seen that all
the T,(x) graphs are fairly linear functions of x,

1-[(1-x)/x]P(k, 0)
-[1-x)/x1Qk,0) °’

(4.2)
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Kk
—— = X 8
" vk
A
',’\\
Kk k
_:..;- = x(1-x) 2 90, -k ) Bk

/KK
== = x(1-x) ﬁqo.'(‘ji‘-k-"’h) (g xd) By

FIG. 4. Glossary of diagrammatic symbols used in
Fig. 3.

except in the vicinity of x,, where they all exhibit
a certain curvature. This kind of behavior was
predicted earlier'™ and was found experimental-
ly.zv-zg '

In Fig. 9 the reduced critical temperature T,(x)/
T,(1) is plotted against the reduced concentration
£=(x -x,)/(1-x,). It can be seen that for =0
(for all three cubic lattices) the plots fall on a sin-
gle universal curve. The <0 curves, however,
deviate quite considerably from this universal
curve.

It can also be seen that for each n there exists
a critical concentration x, for which

T (x.)=0 B, lx,)~> (4.3)

From Eq. (4.2), T, may be easily shown to behave
like |x —x,|'/? near x,.

Values of X (17) are presented in Table I for all
three cubic lattices. For the cases of =0 and
n=1, these can be compared with the correspond -
ing s1te-percola.t10n concentration®® p,, (either for
nn steps in the case =0, or both nn and second-
neighbors steps in the case of n=1). We have also
calculated x, including third-neighbors interac-
tions. The special case J,=J,=J, is also tabula-
ted and shown to agree with the corresponding per-
colation concentration.

A A Iy A
1\ I\ I‘\ ’/A\\
| \\ I\ A /A 7N
] (] 1 ' |
g - k' k + k' | k|\k+ K k' k + K kY kzl’k;‘xk_'_ AN ,\¥k+
Kk~ "
X A X A A X A A A X A A A X
» A A
"\ " J/ A\
’Ik \ k ’lk ) ke k k' ’k /k k ke k k' k k' k k'
K »
RO TAR IR JASLNLU = e+ +
A A A A X A A A A X X A X A A X

[ S k]/['-{ﬁz]

A X

FIG. 5. Same as in Fig. 3 but in the high quadratic approximation (HQA).
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a) b)
l‘\ ,’\
lI \‘ h \‘
k'l Ak - ki kg ik k' Ak k"'_l;L“k
A X A X A A A A

c)

k' k' K k

—— = —— 4
A

FIG. 6. Glossary of diagrammatic symbols used in
Fig. 5.

V. EXCITATION AND DENSITY OF STATES FOR A SC
CRYSTAL FOR NN INTERACTIONS

The excitations of the system can be studied
from the spectral weight function, py(Q)
= -7 ImGy(Q). As usual, one defines dispersion
relation (k) from the condition that the response
function py(Q) is maximal at Q(k).

For small %, the maxima of py(Q) are obtained
at © <2J,Z,, where z, is the number of nearest
neighbors (in a perfect crystal 0<Q<2J,Z,). Since
at low Q, ImQ(E, Q) is very small, these maxima
are rather sharp and thus correspond to “good,”
long-lived excitations. Here both the LQA and the
HQA give similar results. We shall thus for sim-
plicity discuss the 2~ 0 limit in the LQA. At large
k, however, the LQA underestimates ImQ(E, Q),
i.e., the width of the maxima of py(Q2). Moreover,
when the maxima are obtained at @>2Z.J,,

ImQ(E, Q) in the LQA vanishes abruptly and anomal-
ously sharp maxima (0 function) are obtained for
p. Itis thus imperative to use the HQA for large
k. The dispersion relation Q(K) in the small % re-
gion are found from the zeros of the real part of

- G [Eq. (2.19)], i.e.,

Q) - (J, - &) + [(1 —x)/x|Q(E, QE®)=0.  (5.1)

This is an implicit equation in £ which has to be
solved numerically. For k-0, however, Q(k, Q)

II‘\\ lA:\\ /,7*‘\\ p
! \
1 v ' W\ A T RN
gk‘k = k, ,k_,_ k, " k,".'( .S /i(‘ik'\k k Z k‘fkt‘x’il\ﬁ...
A X A A X A A A X
A LN
ll \“ ”, \“\\
K likek K ik kg ko
A A X A A A X

FIG. 7. The series of all diagrams for G to order
1-x).

06 -

04

00

FCC

o by
& & &
T T T

Te (x) /Te(1)

14
>
T

021

BCC

08

06—

0.2

00
0.0 0.2 04 0.6 0.8 10

FIG. 8. Ferromagnetic reduced critical temperature
T, (x)/' T, (1) vs concentration x for different values of
n—the ratio between second- and first-nn interactions.

~Q.k% and J, - Jy~ Lk?, and Eq. (5.1) yields
QE) ={L - [(1 —x) /% ]Qo}%?= p(x)E2. (5.2)

L and @, are structure-dependent constants:
L=2J J;l;a® where a is the lattice constant and the
1,’s are given in Table II. @, is given by @,
=N"1233| vad; -k|?¥/(J, - J3) and can be calculated
from the explicit expression for @, Eq. (A5).

A similar result was obtained by Murray'* and
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TABLE I. Critical concentration x, vs 1= J,/J;—the
ratio between second nn and nn interactions—for the
three cubic lattices.

be
Lattice n % (M) from Ref. 29
sc -0.2 0.763
-0.1 0.444
0 0.296 0.307
0.1 0.223
G 0.25 0.174
~ 0.50 0.147
Sy 1.00 0.141 0.137
Jy=dy=dy 0.102 0.097
bee -0.5 0.479
-0.2 0.297
-0.1 0.264
0 0.240 0.243
0.25 0.202
0.5 0.185
1.00 0.176 0.175
Jy=dy=d, 0.101 0.095
fce -0.95 0.936
-0.75 0.656
FIG. 9. T, (&)/T.(1) from Fig. 8 plotted vs the reduced —0.50 0.403
concentration £ =x—x,(n)/1—x.(n). 0 0.197 0.195
0.25 0.163
0.5 0.147
1 0.140 0.136
Jy=dy=dy 0.066 0.061
TABLE II. Several topological properties of the cubic lattices.
i 2 Ny (@) Ny () Ny, (2)
Shell Number of atoms Covering factors for the ith
Lattice number in the ¢th shell l; shell (see Appendix)
sc 1 6 1 0 4 0
2 12 4 2 0 4
3 8 4 0 3 0
4 6 4 1 0 4
5 24 20 0 1 0
6 24 24 0 0 2
73 cee cee cen cee cee
8 12 16 0 0 1
fee 1 12 1 4 2 0
2 6 1 4 0 0
3 24 6 2 1 0
4 12 4 1 G 2
5 24 10 0 1 0
6 8 4 0 0 0
7 48 28 0 0 0
8 4 0 0 1
bece 1 1 0 3 0
2 6 1 4 0 0
3 12 4 2 0 2
4 24 11 0 1 0
5 8 4 1 0 0
6 6 4 0 0 1
7 24 19 (1] 0 0
8 24 20 0 0 0

2 For an sc lattice, the ith-shell distance a; satisfies a;=V7a for all i in this table except

¢=17. In this sense no seventh shell exists.
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S(x) /s(1)

0.5—

o o2l 0.4 0.6 0.8 1.0

0.296 0.307 x

FIG. 10. Spin-wave stiffness as function of concen-
tration x. Long-dashed line—Monte Carlo calculations
of Ref. 31. Short-dashed line—CPA results of Ref. 22.
Full—results of this paper. 0.307 and 0.296 indicate
values of x, of Ref. 31 and this paper, respectively.

used to calculate the critical concentration by the
condition that ¢(x) vanishes at x,. It follows that
for x<x,, where ¢(x) <0, no physical excitations
exist.

The spin-wave stiffness S(x) is proportional to
x0¢(x). At zero temperature the ratio S(x)/S(1)
is a straight line which cuts the x axis at x=x.
In Fig. 10, S(x)/S(1) is shown and compared to
Monte Carlo calculations by Kirkpatrick® and to
CPA results by Theumann et al.??

It is apparent that near x, our S(x)/S(1) agrees
quite well with “exact” result.®® Atx~1, however,
our result deviates slightly from the CPA results
sults.?%?! These coincide in the x~ 1 region with
the “exact” calculated S(x)/S(1) of Izyumov,?*
namely,

S(x)/S(1) =1 = A;,(1 =x) + O(1 —x)?, (5.3)

where A, is a numerical factor equal to 1.52.

Our S(x)/S(1), on the other hand, can be shown
from Eq. (5.2) to be equal to 1 - A(1 —x) with A=1/
(1 -x,)=1.42.

For large 2, py(R) is calculated using the HQA
result for G, with P, and @, given by Eqgs. (3.4)
and (3.5). One finds that the maxima of py(w = 2SoQ)
shift continuously to lower energies (for fixed )
as x is decreased. In Figs. 11-14 the present re-
sults for py(w) are compared, for some values of
x and k, with those of Theumann and Tahir-Kheli,?*
Harris et al.*® (CPA calculations), and Nickel?

k=(,0,0) N
o8l /4\. N\
// AR
/// \\
\
g / N Y
o4t X
/4
ozk /4
0 = 1 ] 1 1 L
(o] 1 2 3 4 5
w

P R (w)

FIG. 11. Response function of p('lz, w) plotted vs w
for concentration ¥ and wave vector k (in units of 7/a)
indicated on the figure. Full line—this work; dash-dot—
Ref. 22; long dashed—Ref. 20; short dashed—Ref. 23
(“exact” result).

(Padé-moment calculations). For % large enough,
and ¥ <0.7, an additional low-energy peak in py(w)
appears. As x is decreased, the low-energy peak
becomes more pronounced, as much as half the
height of the central peak. Of the references men-
tioned above only Nickel’s has these low-energy



0.15-

x=07
k= (3/4,3/a, 3/47’

FIG. 12. Caption same as in Fig. 11. A blow up of the
low-w region.

peaks; however, their height is somewhat lower
and their location at lower energy than ours.

The central peak locations of p3(R), ReQ(k), and
width at half-maximum, Imp(k) are compared in
Fig. 15 to CPA results by Harris et al.?° (which are
in fair agreement with ReQ(k) Padé-moment re-
sults by Nickel.?

The two-peak structure of p(Q) that was found
for x<0.7 and for large enough & is also apparent
in the corresponding dispersion relation w(k) which
we have plotted for Kk in the (1,1,1) direction, in
Fig. 16. At large x there is a single branch of
w(k) for all 2. At lower x (<0.70), however, w(k)
splits into two branches for & greater than some
ko(x). This kind of dispersion relation appears also
in Elliot et al.*®

It was suggested'®2° that the additional lower
branch, which begins to appear at large % as x is
lowered, may be associated with excitation within
finite isolated clusters. These have a finite prob-
ability of existing for concentrations not too far
above (or below) the percolation concentration p,.

The density of states of the spin-wave excita-
tions is given by
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x=0.5 (a)
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FIG. 13. Caption same as in Fig. 11.

D@)=-23 Im(Gy)(0) (5.4)

k
and can be shown to be normalized to unity. Ac-
cordingly, we have for the density of states in
terms of w (= 2SoxQ)

dewb(w)=25m. (5.5)

D(w) is shown in Fig. 17 for several values of
x. It is apparent that for medium x (below 0.7) the
full density of states is composed of two separate
contributions: a “finite cluster” contribution which
tends to peak sharply at low energies, and “bulk”
contribution which extends to high energies. This
is compared in Fig. 18 with Theumann and Tahir-
Kheli®? and Harris et al.?° which do not exhibit the
two-peak structure.

It is quite interesting to note that a somewhat
similar density of states was obtained by Montgom-
ery et al.?* for the problem of a pure ferromagnet
with random exchange interactions. For large de-
gree of disorder (i.e., for wide distribution of the
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FIG. 14. Caption same as in Fig. 11. In addition the
dash double dot represents Nickel’s calculation with
only eight exact moments.

J’s) they also found a double peak in the density of
states.

We now return to the excitations below the cri-
tical concentration x,. As is apparent from Fig.
14, there exists, for all x<x,, a cutoff wave vec-
tor %,(x) such that for <k, (x),w<0. Hence, no
physical excitation exists. The inverse of k,(x),
more precisely 7k}, may be interpreted as the
linear dimension of the largest cluster that the sys-
tem can sustain. Clearly for x <x,, no bulk ferro-
magnetism exists (6=0), and hence no long-wave-
length excitations. However, within a finite clus-
ter [I,~7/k,(x)], there may still be a solution with
o#0 (where ¢ refers to the cluster magnetization)
which can be obtained from Egs. (6.4) and (6.5),
provided that the sum over 2 excludes the region
k<k,(x). Following this reasoning, we have cal-
culated for some values of x<x,, the number of

k = (k,k,k)

o
®
I

wy (x)/wk(l)
[e]
[}
T

14 |

10

06 -

0.2

(o] 0.2 0.4 0.6 08 10
ka/m
FIG. 15. Top section—central peak location of pg (w,x),
normalized to those of pg (w,1). Full line—CPA results
of Ref. 31; dashed line—this paper. Bottom sectioh—
width of half-maximum Aof the central peak, in urits
of J. Full line—Ref. 20; dashed line—this paper. The
ordinate on the left refers to x=0.9, the one on the
right to x=0.7.

the magnetic atoms 7 in the largest cluster. These
are presented in Fig. 19 and compared with values
deduced from calculations of the average cluster
size of type-A atoms in a substitutional A-B al-
loy,'! The discrepancy between the two methods,
for x close to x,, seems to originate from the fact
that their » behaves as (x, —x)™1*%"5 (with x,~ 0.28),
while in our calculation 7= (x, —x)"3/2 (with x,
=0.296). The exponent — 3 is obtained as follows:
close to x,, wg satisfies the equation

wi™ o(x)R + P(x)E?, (5.6)

where ¢(x)~ - |xc —x[ and where ¥(x) is regular
near x.. Since k, is obtained by the equation

w(k,)=0, (5.7
it follows from Eq. (5.5) that k,~ |x, -x|'/%. Since
7~ B3~ k3, we finally obtain #~ |x, —x|3/2. More
recent calculations®® of this exponent fall in the re-
gion 1.66-1.80.

VI. MAGNETIZATION AND HEAT CAPACITY

In order to derive an equation for the relative
magnetization we recall the identity
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FIG. 16. Dispersion relation w (k) for different con-
centrations x. The dashed lines are secondary branch
arising from local excitations. This is'done for the
three principal directions (1,0,0), (1,1,0), and (1,1,1)
for sc lattice.

S*S+ 8% 5 =5(S+1). (6.1)

Applying this identity to § ,=¢ aga and averaging
both over the thermal ensemble and over random
configurations

OF A DISORDERED... 3501

(o] 2 4 6 8 10 12

FIG. 17. Density of states for spin-wave excitation
for several concentrations x. For sc lattice.

(8282 + (899, ~ (B2 =SS+, (6.2
As was stated earlier, (8%)=x0S. Hence

((8282an) + ((85)%y) - B2=xS(S+1). (6.3)

(Sf) varies between S and S(S+1)/3 as the tem-

0.14 I

0.12

0.10

FIG. 18. Density of states (full line) compared for
three different concentrations with parallel results of
Ref. 22 (dash-dot) and of Ref. 20 (dashed).
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FIG. 19. The number of atoms % in the lavgest mag-
netic cluster plotted vs the concentration x for the re-
gion x<x,. The dashed curve represents values de-
duced from Ref. 10 for the average number of atoms in
a magnetic cluster. For sc lattice.

perature is raised from zero to 7, and may be
calculated from the equation

(Szz> _ (Sx>2= (g“BH)-l 3(3‘}/81{,

For an S=3 system, however, (S;2)= 35(S+1)=8°
identically, at all temperatures. Hence, we ob-
tain in this case

2 e
o=1 -5 ((Sasa)av>. (6.4)
The configurationally averaged spin-spin correla-
tion (8,87) can be expressed in terms of the den-

sity of states D(Q) and the Bose-Einstein distri-
bution function f 55 (E) as

(8a8a)y? =Zﬁ: —% ImG3%(Q)fe(2S0ox02)

=2S0x deZD(Q‘)fBE(2Son). (6.5)

This is an implicit equation for ¢ which has to be
solved numerically. Results of ¢, for several val-

10 |

08

0.6

- 04

0.2
0.0 1 1 1 1
00 0.2 04 0.6 0.8 10
T/ T (x)

FIG. 20. Relative magnetization o=M (T)/M (0) for
several concentrations x plotted vs the reduced tem-
perature T/T, (1) and T/T, (x). For sc lattice.

ues of x, are presented in Fig. 20 as functions of
the temperature T and the reduced temperature
T/T,(x).

It can be seen that the values of o(T) for various
values of x do not fall on a single universal curve;
the lower the concentration x, the more rapid is
the decrease in o (7). This behavior was observed
in experiments on nickel alloys,***** amorphous
CoP,%® pseudobinary systems like Gd,Y,_,Al;,*"
and Fe alloys.3®*37 It should also be noted that
a(T), in the absence of an external magnetic field,
tends to zero at the critical concentration with an
infinite slope. Similar results for ¢(7T) were ob-
tained by Montgomery et al.?* for a pure ferromag-
net with random exchange interactions.

The thermal demagnetization at low temperature
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10%

al(€) /al1)

1

o 0.5 1.0

FIG. 21. a(x) of Eq. (5.6) plotted vs the reduced con-
centration £= (x —x,)/(1—x.). This is compared with
experimental data: Ni,Cuy.,—full circles (Ref. 37),
Fe,Sby. ,—triangles (Ref. 36), Fe,Au,.,—squares
(Refs. 35, 36), Ni,Au,.,—stars (Ref. 29), Gd,Y;.,Al,—
crosses, and Tb, Y;. ,Al,—open circles (Ref. 28).

is found to obey the usual T°/2 law, namely,
Ao =a(x)T%?, (6.6)

where a(x)=[(x - x,)/(1 - x,)]*/2 is strongly de-
pendent on x. This is shown in Fig. 21.

When a(x) is plotted versus the reduced concen-
tration £ =(x - x,)/(1 - x.) (Fig. 8), it is found to
be in quite good agreement with experimental re-
sults taken from various binary and pseudobinary
alloys.®® The agreement with the experimental re-
sults is somewhat surprising. First, since some
of the data (e.g., Ni-Cu) are taken from systems
which are itinerant ferromagnets, to which this
model does not actually apply; second, the cal-
culated a(x) refers to an sc lattice, which is not
the case for all the data presented. The agree-
ment, however, may indicate a universal depen-
dence on the reduced concentration £.

The specific heat can be easily derived once the
density of states has been calculated. We first ob-

‘tain results for the mean excitation energy

o6, T)=x0(x,7) [ dRAD(R)fp(@S0x0),  (6.7)

which for T =T,(x) reduces to w(x,T,(x))

=W max(%) = J, B, (1)/B.(x). Since the number of ex-
citations is normalized to 2Sox [cf. Eq. (5.4)] the
total energy of the magnetic system is given by
E=2Scw. The specific heat is then obtained by
numerical differentiation. Results of Cy(T,x) for
various values of x are shown in Fig. 22.

In specific-heat measurements of some A,B,_,
alloys®®*° (Ni-Pt, Ni-Cu) an anomalous peak was
found near x,. Two different schemes of analyzing
this anomaly have been suggested: Robbins et al.*
expressed Cy(T) as a sum of the electronic and
phonon contributions (yT + oT?) and an additional,
almost temperature-independent term which ex-
hibits the x-dependent peak at x~x,. Alternative-
ly,** C, was resolved as being composed of the
phonon contribution oT® and enhanced ¥(T) T elec-
tronic contribution. It has also been suggested??*
that the anomalous contribution to the specific heat
arises from spin excitation in finite magnetic clus-
ters, which are abundant near x,. Recalling our
results of the density of states at x > x,, it can be
seen that low excitation energies become more
dominant as x is decreased towards «x,. This has
been interpreted as the contribution of spin-wave
excitation within finite clusters. Following this
reasoning, we have calculated Cy(x) at low tem-
peratures for some values of T, using the previ-
ously calculated Cy,(T). Results are shown on
Fig. 23. Clearly, as x approaches x, from above,

Cy(x) rises to a maximum at x,. Although we have

not carried out the calculation below x,, it may
however be assumed that C,(x) would decrease
since the cluster concentration decreases rapidly*
as x is lowered. :
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APPENDIX
A. Calculation of Q(K,Q) and P(k,2)

The functions of P and @ in Eq. (2.18) are in an
unsuitable form for numerical calculations. In this
appendix, P and @ will be expressed in terms of
a finite sum of products like f;(K)C;(). The f;’s
are explicit real functions of % and the C;()’s are
lattice-structure-dependent, complex functions of
€, which can be calculated numerically.

We start with the function
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Cy [ Nke]

FIG. 22. Specific heat
C, plotted vs the reduced
temperature T/T, (1) for
several concentrations x.
For each concentration we
dashed a vertical line at
the corresponding critical
temperature T, (x). For
sc lattice.
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FIG. 23. Specific heat C, vs concentration x for sev-
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where Jg =203 J5e ik? , being the lattice vectors,
reduces to Z)* J; cosk P due to the inversion sym-
metry of the cublc lattices.

Inserting this into Eq. (Al) one obtains

Q(k, 9)—2 Sy [T5®) =T33 ®)]

Pnp

X[C3(Q)=C3.35:(Q)] (A2)
where I'5(k)=1 - cosk: P, and

g (439
0 q

Note that C3(Q) depends only oz the shell in which
the lattice vector p lies. It is thus convenient to
express the sums in Eq. (A2) as sums over shells
and over lattice Vectors within the shells, i.e.,
E E 2* where P; is a lattice vector in the
zth shell. We thus obtain
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k)= J, (y,(i)z (@) -%—y,(ﬁ>}: Nyy(m)z nCo(@)+ 2 Nyy(m )y ®)C,(R) - c,(m])
(3%} m m

= Z ?,@)C,R),

(a4)

where, C;(Q)=C; (Q):z;lzqy,(q)/(J0 -J,-8), z, being the number of sites in the ith shell and v,(q)

=z 12”1"3‘ (q)-

N ”(m) is the number of times the mth shell is covered by all possible combinations of two

successive steps, of order i and of order j. Values of N,(m) for the cubic lattices are given in Table IL
In the simplest cases, where only nn interactions are considered; @ reduces to

k&, Q)=J, (zlcl(sz) -
Here we have defined n, =N, (i).
Similarly one obtains for P(k Q),

P, Q)= Z; I,[C4(8) - Co @]y, (R), (A6)

which, for nn interactions only, yields

P&, Q)=J,[C,(Q) - Co(@)]r, (). an

C,(Q) at Q+6 is a complex function of &, its
imaginary part ImC,(82) is nonvanishing only in the
interval 0 < <(J, —J3)pex (for nn interactions only
0<Q<2z,J,). We found it more convenient to cal-
culate ImC,(82) which involves only a two-dimen-
sional integral over a cross section of the Brillouin
zone) and then obtained ReC,(R) by use of the
Kramers-Kronig relation,

Uo7 imsx ImC, ()

W-dﬂ' B (A8)

ReC,(Q) =L P [
L o]
The numerical results were checked against “sum
rules” which the C,’s have to satisfy. The sum
rules are as follows: ’
Consider the expression:

- _do=d3

S

Subt.ractmg and adding @ to the numerator, under
the q sum, one obtains

5= 2o JEC@). (a9)

D J,2,0,(0) - 9C,(Q)=1, (A10)
i
which, for nn interactions only, reduced to
lelcll(ﬂ) -QC,(Q)=1. (A11)

Similarly, by direct calculation of the expression
N122(J, —J3)/ U, -J; - Q) and then by subtracting
and adding ©? to the numerator under the  sum,
one obtains

T nz @)+ ; 1,C4() - Cl(sz)'y‘(ﬁ)) . (5)

r

,Z, J, J,(zz,z,c,(n) - Z N“(m)zmcm(ﬂ))
= ; Jyz4 +:Is£- +

which, for nn interactions only, reduces to

Z—I‘{? n,z,C‘(Q)+%[1 + <g—;f— - 2z1> CO(Q)]} =

(%) 2c(,(sz) , (A12)

(A13)

Equations (A10) and (A12) produce four sum rules
(ooth for ReC, and ImC;). In all the stages of the
calculation, we ensured that these were satisfied.
The C,’s were computed for + 0 with nn interac-
tions only and for =0 including second-neighbors
of relative strength n. These were denoted in Sec.
IV by C,(n).

B. Numerical calculation of Q,, and P,

P, and @, may be easily shown to satisfy equa-
tions like (A4) and (A6), with ¥, defined as before.
The C,’s (from now on C¥), however, satisfy the
following integral equation:

cli= Z:(l ~cosk*p,)
q

x(sz A R 1;" ; f,(a)c;’)-1

where the f,(cI) are the same functions defined by
Eq. (A4).

Clearly, the Cf are no longer x independent as
was the case with the old C,. It is also obvious
from (A14) that at © large enough Cf ~C,. We
therefore solved Eq. (A14), for fixed x, by itera-
tion starting from large £ and with C{’=C,.
Convergence problems arose only at x close enough
to x,.

(A14)




3506 H. DVEY-AHARON AND M. FIBICH

*In partial fulfillment of the requirements for the de-
gree of D. Sc. at the Dept. of Physics, Technion,
Haifa, Israel.

IR, Brout, Phys. Rev. 115, 824 (1959).

2y, Sato, A. Arrott, and R. Kikuchi, J. Phys.Chem.
Solids 10, 19 (1959).

33. S. Smart, J. Phys. Chem. Solids 16, 169 (1960).

4R. J. Elliott and B. R. Heap, Proc. R. Soc. A 265, 264
(1962).

5R. J. Elliott, J. Phys. Chem. Solids 16, 165 (1960).

6S. H. Charap, Phys. Rev. 126, 1393 (1962).

"P. G. de Gennes, P. Lafore, and P. Millot, J. Phys.
Chem. Solids 11, 105 (1959).

8p. G. de Gennes, P. Lafore,and P. Millot, J. de Phys.
Radium 20, 624 (1959).

R.J. Elhott B. R. Heap, D. J. Morgan, and G. S.
Rushbrooke, Phys. Rev. Lett. 5, 366 (1960).

9C. Domb and M. F. Sykes, Phys. Rev. 122, 77 (1961).

M. F. Sykes and J. W. Essam, Phys. Rev. 133, A310

(1964).
12G. s. Rushbrooke and D. J. Morgan, Mol. Phys. 4, 1
(1961). ’ -
13p, J. Morgan and G. S. Rushbrooke, Mol. Phys. 6,

477 (1963).

4G, A. Murray, Proc. Phys. Soc. Lond. 111, 89 (1966).

15p, Kumar and A. B. Harris, Phys. Rev—.§§, 2166
973).

16T, Kaneyoshi, Progr. Theor. Phys. 42, 477 (1969).

1s. F. Edwards and R. C. Jones, J. Phys. C 4, 2109
1971). '

18R, A. Tahir-Kheli, Phys. Rev. B 6, 2808 (1972).

19R. J. Elliott and D. E. Pepper, Phys. Rev. B 8, 2374
(1973).

207, B. Harris, P. L. Leath, B. G. Nickel, and R. J.
Elliott, J. Phys. C 7,1963 (1974).

2y, H., Butler and W. Kohn, J. Res. Natl. Bur. Stand.
A T4, 443 (1970).

24, Theumann and R. A. Tahir-Kheli, Phys. Rev. B 12,

1796 (1975).

5B, G. Nickel, J. Phys. C 8, 1719 (1974).

yu. Izyumov, Proc. Phys. Soc., Lond. 87, 505 (1966).

25C. G. Montgomery, J. I. Kruger, and R. M. Stubbs,
Phys. Rev. Lett. 25, 669 (1970).

%D, N. Zubarev, Sov. Phys.—Usp. 3, 320 (1960).

2y, Danan et al., Conference on Rare Earth and Ac-
tivities, Durham, England, 1971 (unpublished).

K. H. J. Buschow, J. F. Fast, A. M. van Diepen, and
H. W. de Wijn, Phys. Status Solidi 24, 715 (1967).

Bp, Le Cocq, Ann. Chim. 8, 85 (1963).

30y. K. S. Shante and S. Kirkpatrick, Adv. Phys. 20, 325
971). -

sg, Kirkpatrick, Solid State Commun. 12, 1279 (1973).

M. F. Sykes, D. S. Gaunt, and M.Glen, J. Phys.A9,
1805 (1976). =

33, A. Ahern, M. J. C. Martin, and W. Sucksmith,
Proc. R. Soc. Lond. 248, 145 (1958).

3. R. Clinton, E. H. Tyler, and H. L. Lou, J. Phys.
F 4, 1162 (1974).

%R.W. Cochrane and G. S. Cargill III, Phys. Rev. Lett.
32, 486 (1974).

3‘5:‘._. Scheil, H. Specht, and E. Wachtel, Z. Mettalkd. 49,
590 (1958). -

SIA. 3. Aldred, J. Phys. C 1, 1103 (1968).

%V, E. Rode, A. Blyushke, A. Finkel’berg, and A. I.
Leichenko, Sov. Phys.—JETP 35, 568 (1972).

333, Beille, D. Bloch, and R. Kuentzler, Solid State
Commun. 14, 963 (1974).

40C. G. Robbins, H. Claus, and P. A. Beck, J. Appl.
Phys. 40, 2269 (1969).

4g. H. Bennemann, Phys. Rev. 167, 564 (1968).

42g. schrdder, J. Appl. Phys. 32, 880 (1961).

#3E, J. Hayes, A. Hahn, and E. P. Wohlfarth, J. Phys.
F 2 351 (1972).

4y, Dvey—Aharon and M. Fibich, Phys. Rev. B 10, 287
(1974).



