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The first order anisotropy constant, K3, of a cubic ferromagnet with spin 1/2 per atom is calculated as a
function of temperature at low temperatures. The source of this anisotropy is taken to be the nearest
neighbor pseudodipolar spin-spin interaction and the spin-wave approach of Dyson is used. It is shown that
K, varies as the tenth power of the magnetization, itself a function of the temperature. In order to explain
the experimental value of K for nickel at T =0 the strength of the dipolar interaction must be ~300 times
the classical value. Previous calculations by Van Vleck, Van Peipe, and Tessman are compared with the
present work on the ground state. Only the work of Van Peipe accounts properly for the exchange and is in
complete agreement with the present investigation. The perturbation scheme of Van Peipe is shown to be
rigorously correct, the wave function converging to an exponential form.

1. INTRODUCTION

HE free energy per unit volume of a ferromagnet
contains terms which- depend upon the orienta-
tion of the magnetization vector with respect to the
crystalline axes. These terms are commonly distin-
guished by the angular dependence associated with each
of them. In the case of cubic symmetry the leading
term is K1(a2a?+a’as?+alas?), where K is known as
the first order anisotropy constant and ai, as, and a3 are
the direction cosines of the magnetization with respect
to the crystalline axes. The next term is Ksalasas’,
where K, is the second order anisotropy constant.
There have been several calculations of the first order
anisotropy at I'=0 of cubic ferromagnetics with spin
value 3 per atom using the short-range pseudodipolar
coupling. The approach used by Van Vleck! is ad-
mittedly approximate in that the exchange energy is
replaced by the Weiss molecular field. Tessman? treated
the exchange by the usual spin-wave approximation
and was able to show that the anisotropy is due to the
fluctuations of the zero-point energy. In the explicit
calculation of the anisotropy, he replaces the exchange
energy by JZ, the maximum spin-wave energy, with
results which agree with those of Van Vleck. It has been
pointed out?® that although the methods are different,
the results are in agreement because the approximations
made are equivalent to each other. The most extensive
treatment of the problem was given by Van Peipe?! who
attempted a rigorous treatment of exchange. He ob-
tained anisotropy energies somewhat larger than the
others. Moreover doubt has been cast on this work® in
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that he apparently used a perturbation expansion in
powers of N, the number of atoms in the crystal, so
that the convergence of the expansion is dubious.

In Sec. IT we transform the Hamiltonian, including
the pseudodipolar coupling, into the language of second
quantization. In Sec. III the low-lying energy levels of
the ferromagnet, to second order in the dipolar term,
are found. These calculations are based on the spin-
wave method due to Dyson.® The first order anisotropy
constant at 7=0, K19, is immediately extracted from
the ground-state energy. The anisotropic part of the
free energy is calculated in Sec. IV to give K; as a
function of the temperature. Although we do not repeat
the argument here,'® we point out that a dipolar inter-
action is not capable of giving anisotropy in a cubic
crystal below the second order of perturbation. This is
in contrast to the quadrupolar interaction, possible
only for S>1, which yields anisotropy in the first order
perturbation. Our results agree at 7=0 with those of
Van Peipe and we point out, in Sec. ITI, that the other
calculations differ because of their approximate treat-
ment of the exchange. We find that K;/K;, varies as
the tenth power of the magnetization in the T#% law
region for all the cubic lattices.

In Sec. V we review the work of Van Peipe in atomic
spin space. The treatment is extended to give an
approximate ground-state wave function, appropriate
for the calculation of energy to second order only. This
wave function is shown to be exponential in form and
the power series expansion of this wave function agrees
in first order with the wave function which Van Peipe
used to get the second order energy. We conclude that
the Van Peipe calculation is correct since the wave
function does converge. Also included in this section is
a calculation of the fractional deviation of the ground-
state magnetization from saturation due to the dipolar
coupling for a simple cubic lattice. For this purpose the
entire exponential wave function must be used and the
resulting deviation is small. If the Van Peipe wave func-
tion, i.e., only the first term in the expansion is used,
the result is much larger.

$ F. J. Dyson, Phys. Rev. 102, 1217 (1956).
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The application of the results of this investigation to
real ferromagnets is discussed in Sec. VI.

II. THE HAMILTONIAN

If we neglect the magnetic dipolar coupling, the spin
Hamiltonian is, for S=1,

3= —gupH 2_; SR#*—J Zu Sr;- Sri+1
+2e 2ia(1-Sry) (I- Sri+1). - (1)

The first term is the Zeeman energy, with the 3 direc-
tion being that of the applied field H. The second term
is the exchange energy and the last represents the
pseudodipolar coupling which gives rise to the anisot-
ropy. The atom located at R; has spin angular momen-
tum 7%Sgr; and the magnetic moment gusSr;. The sums
over ¢ range over the entire crystal of & atoms. The
sums on 1 range over the Z nearest neighbor vectors of
the lattice, where 1 is measured in units of the nearest
neighbor distance. The parameters J and e measure the
strengths of the exchange and pseudodipolar inter-
actions, respectively. In particular, they have been
chosen to correspond to the notation used by Van
Peipe.t For nickel, it will be seen that ¢/J=0.09.
We separate the Hamiltonian into '

3e=3Co+U+0, (2)
where

3Co=—gupH X" SRA—J > ;1 Sr;- SR;+1
+2¢ 3 [ (12)2SRASR+1°+3 (117) SRiSR 411,
U=2¢ >_; [ (AF)SRASR+17+ (A1) SRASR 411 ],
V=2%e 2 \[(T)2SRSR;+17+ (I7)2SR SR +1H].
Following the usual definitions,

SRE=SRA+iSRY and [E=l"Li, 3)

The dc part of the dipolar interaction has been included
in 3Co; that part which gives rise to the first order
anisotropy at 7=0 is U, and U contributes to K; in
the excited states only. At 7'=0, however, the U term
must be included in a calculation of K, the second
order anisotropy constant.

We introduce the spin-wave operators,

Sk=N-13; SreeikRs, 4
They obey the commutation rules
[Sk% Skt ]=2EN"3Sw® and
LSt S ]=2N"4Sktw®  (5)
In terms of these operators
FCo=—gupHNS)*—J X 1 exp(—ik-1)
X (S12S_w*+ Sk S_i)+2e >_x1 exp(—ik-1)

XL S St +5 () SS—x™],  (6a)
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U=2¢ D k1 exp(—ik-1)

XL#) S S+ (A7) Se*Sxt],  (6b)
V=%e 2 i1 exp(—ik-1)
XS =S_x+ ()2Sxt St ], (6¢)

A spin-wave state in which n(=)_x#x) spin waves are
excited is denoted by

[n)=TTx(nx )~H(Sx7) x| 0), )

where |0) represents the ground state of 3Co, the state
with #=0. Except for terms of order »/N, these states
are normalized and orthogonal.

An approximate Hamiltonian will be written in terms
of the ordinary creation and destruction operators, 4 «*
and A4, which operate on spin waves. To construct this
Hamiltonian we let 3C operate on the wave function (7).
The operators Si* and Sy are commuted through the
Sy~ operators in |#) until they operate on |0). Then
use is made of Sxt|0)=0 and Sy*|0)=SN?|0)dx,0. At
this stage, Sk~ is replaced by Ay*. The original Hamil-
tonian is replaced by one expressed in terms of Ay*
and Ay which, when operating on (7) with A«* sub-
stituted for Sy, yields the same linear combination of
spin-wave functions. This procedure has already been
carried out by Dyson® for the Zeeman and exchange
terms. As an example we treat U here. By application
of the commutation rules,

SeS_i~ Sk Sky - - - Sk, | 0)
=S_& Sk Sky - - - Sk,~Sk?|0)
— NS¢ Sk~ Sks ™ - Sk~
+S_ Sk +5Sko ™ - Sk ¢ -
+S_ Sk Sky+ + - Sk +} |0).

The term containing Si* makes no contribution to
| #) since only the k=0 part survives, and >_1(l4+) =0
for cubic symmetry. The next term also vanishes since
we may remove as a factor Y.y exp(¢k-1)=0. The re-
maining terms have the following interpretation; one
of the spin waves, say k;, is destroyed and two others,
—k and k;+k are created in its place. The Sy~ are
clearly equivalent to creation operators, so that the
525~ portion of U may be replaced by

— N3 Z (uk—}—ukr)Ak*A kf*Ak+k’,
k,k’/

where

=Y 1(l7) exp(ik-1).

By following a similar procedure, the Hermitian adjoint
is obtained for the S=S* portion.

The Hamiltonian in terms of the creation and de-
struction operators is,

50 =5004-3¢/+ U4V, (8)
where
5(30: C+Zk Nk€xk,
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'=—INUY Y ek Ay A A Ay,

k k’,k’’

U=—eN"* 3 [(u*+uw®) Ayl

k,k’
+ (gt ue) AFAw* Ay ],
ro = %6 Z (va k*A—k*+ 'Uk*A kA_k)
k
—(¢/N) ¥ owFxpww Acdwdw.

k,k’, k'’

Here C is a constant dependent upon the lattice and
given by

C=—3gugNH—INJZ+3Ne 3 1(19)% 9
The energy of each spin wave is, to first order,

ex=gupH~+J > 1(1—cosk-1)
—e Y 1[2(0%)2— () cosk-1].  (10)

The portion 3¢/, like 3C°, is derived from 3Co. Tt gives rise
to binary collisions between spin waves with

TimoE= 1 exp(ek-I)[1—exp(ik;-1)]
X[1—exp(—ikqs-)].  (11)

We have also
= _1(i1)? exp(ik-1).

There are terms of higher order in 1/N belonging to
U and U which are not shown. These give rise to con-
tributions to the energy which, for the low-lying states,
are negligible.” The specific advantage of the procedure
outlined above is in the interaction terms 3¢’ and U,
which are different from the corresponding terms in the
usual spin-wave theory.® As derived here these terms
are the complete effective spin-wave interaction which
is contained in Egs. (6a) and (6¢).

It may be observed that 3C°4-U (except for the term
proportional to eN—') is the Hamiltonian derived by
Holstein and Primakoff® with the long-range magnetic
dipole forces replaced by the pseudodipolar coupling.
This Hamiltonian was diagonalized by them by means
of a canonical transformation. We have obtained their
result for the ground-state energy by regarding U as a
perturbation on 3C° and summing the infinite series as
was done by Brueckner and Sawada® in connection
with the problem of liquid helium. The series corre-
sponds to the binomial expansion of the square root
in the Holstein and Primakoff result. The second order
term in U is just the one used by Tessman? to obtain
the first order anisotropy of the ground state. This
procedure of evaluating and summing the infinite series
is not included here.!

7 The last term in ‘O was originally included in this class by us.
Neglect of this term led to an eighth power law and to an in-
stability of the spin-wave spectrum. The importance of this term
was pointed out by F. Keffer (private communication).

8 T. Holstein and H. Primakoff, Phys. Rev. 58, 1098 (1940).

9 K. A. Bruckner and K. Sawada, Phys. Rev. 106, 1117 (1957).

10 S. H. Charap, thesis, Rutgers University, 1958 (unpublished).
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III. EIGENVALUES OF THE ENERGY

If 3¢'4+U-+0 is treated as a perturbation on 3C°,
there are contributions to the energy from 3¢’ alone.
For the low-lying states these are negligible. The small-
ness of this dynamical interaction is one of the major
results of Dyson’s® work. In fact all contributions to
the energy in the perturbation series in which matrix
elements of 3¢’ appear connecting the unperturbed state
to an intermediate state are negligible (of order #/N)
compared to the terms which we shall keep. This is
due to the suppression of the sums over wave vectors
imposed in these cases. On the other hand, those con-
tributions to the energy in which matrix elements
which connect only intermediate states via 3¢’ appear
are significant. If 3¢’ were the sole perturbation then, it
would contribute a negligible amount to the energy.
But this term has a significant influence on contribu-
tions made by U and V. For this reason we calculate
contributions to second powers in U and U, but to all
powers 3C'! Consequently the energy to second order in
the pseudodipolar interaction, U9, is an infinite
series, each succeeding term of which involves one more
collision of a pair of spin waves in the intermediate
states by way of exchange (3¢') than the previous one.
The entire series may be summed. With one unim-
portant exception pointed out below Eq. (15), each
succeeding term is just the previous one multiplied by
a small numerical factor »;, dependent upon the type
of lattice involved. This is just the geometric series. In
the case of the exceptional term, the sum of the series
is the derivative of the geometric series with respect
to v;.

There are contributions to the energy of higher order
in the dipolar interaction. Even if there are such terms
having the angular dependence associated with K; these
are smaller than those which are calculated here by
factors of (¢/J)? or smaller, and may be neglected.

The second order energy of the unperturbed state

|n) is
Eyr=(n|0Va0|n)+ (n|Ue1U| 1), (12)
and the third order energy is
Esn={n|Va3C'a 0 |n)+(n]|Us™3C'a U |n). (13)

In these expressions,! = E,"— H°, where
(EO"—-EC") l’ﬂ) =0.
A straightforward calculation yields

|vx| 4
(H—an——— S nk,)
€x N

e l Ut Ui l2ﬂk+k'
-2 " (14)
N k& extex — €xyxs

11 This notation for perturbation theory is standard in the
theory of scattering. See, for example, J. Goldstone, Proc. Roy.
Soc. (London) A239, 267 (1957), or K. A. Brueckner, Phys. Rev.
100, 36 (1955), Sec. III.
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PSEUDODIPOLAR ANISOTROPY IN FERROMAGNETS

In these terms products of the #x have been neglected.
It is now evident why only U contributes to the ground-
state anisotropy; the last term, arising from the U por-
tion, vanishes when no spin waves have been excited.
Now E5° is the term evaluated by Tessman.? In doing
so he set ex=JZ. This term, as well as all of Eq. (14),
is evaluated in Appendix A without approximating the
exchange energy and the values of Ko calculated in
this way for the three cubic lattices are shown in
Table I. The third order energy is more involved. In
Appendix B it is shown that, if only the long wave-
lengths are excited,

62 !‘Z)kiz
PR

4 x €x

4
(1+4ﬂk——‘ 2w nk')
N

] 2¢e luk'l-uk' !2nk+k'

}, (15)

1
N k¥ extex— exix

where »;=0.211, 0.1339, 0.08161, for the simple, body-
centered and face-centered cubics, respectively. Notice
that there is a term in which each spin wave is counted
twice as compared to the corresponding term in E,. In
the next order each spin wave is counted three times in
this term, and so on. If we sum the entire series, the
energy, to second order in the pseudodipolar coupling
and to all orders in 3¢’ is

E”=C+Zk Nr€x
2 Iv l2

~ -
4 x

4
[1+2(1— Vj)—lnk—— Zk’ nk']
N

€k

2¢ & | ey
F—x [t [y } (16)

N &k extex— €rpxs

At low temperatures only the long-wavelength spin
waves are excited. In that case one finds, for Eq. (16)

Er=FE, 43« nyex. (17
The ground-state energy to this order is
E4(sc)=CH0.268N (e/J)(I'—1),
E,(bcc)=C—0.1374N (&/J) T +1), (18)

E,(fcc) =C—0.05430N (&2/J) (T'+2.39).

TaBLE I. The first order anisotropy constant at T'=0, Ko, in
units of e€N/JV, for S=4%, for the cubic lattices. Here E£ is a
refinement of Tessman’s result, and (1—v;)1Es" takes into ac-
count the interaction between spin waves due to exchange.

Simple cubic Body centered Face centered
(sc)  cubic (bce) cubic (fcc)

Tessman 0.167 —0.111 —0.0419
Van Peipe 0.26(4)* —0.14 —0.05+40.03
from E0 0.211 —0.1190 —0.04987
from (1—p;)1ED 0.268 —0.1374 —0.05430

a Third figure calculated by authors.
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The spin-wave energy may be written, (see the
Appendixes),
€x (SC) =€x— 535 (62/.,) (P— %),
ex(bcc) = ex+2.748(e2/J) (T —1), (19)

ex(fec) = ex+1.0863 (2/7) (I'—1/4.45).

In these expressions terms proportional to (e2/J)k? have
been neglected in comparison with the exchange energy
contained in ex which is proportional to J£2. The angular
dependence is given by the function I'=ala+ales?
+a?as? where ai, az, as are the direction cosines of the
field relative to the crystal axes.

The first order anisotropy energy is given by K;VT,
where V is the volume of the sample. The values of K,
for the ground state, Ky, are given in Table I. The
magnitude of the pseudodipolar coupling constant, e,
may be estimated by comparison with experiment. For
nickel, a face-centered cubic, the experimental value of
K19 is ~750 000 ergs/cc.? We will use J~230Kp and
N/V~5x10% Here Kp is Boltzmann’s constant. The
numerical value of ¢/J then turns out to be ~0.09. The
strength of the classical dipolar interaction between
nearest neighbors is about 300 times smaller.

The energy of a spin wave is, by Eq. (19), essentially
positive. The function T ranges from O to § in a way

‘that the coefficient of €/J is positive if the magnetiza-

tion lies along an easy direction ([100] for the simple
cubic, [111] for the others). If the magnetization is to
be in some other direction it must be the result of the
application of a magnetic field. The Zeeman energy re-
quired to excite a spin wave in such a field will always
be sufficient to keep the excitation energy of a spin
wave positive.

1IV. TEMPERATURE DEPENDENCE OF K,

The spin waves may, at low temperatures, be re-
garded as a system of noninteracting Bose particles of
energy ex. The free energy of the system is

F(T)=Eg+KBT Zk ln[l—exp(—ek/KBT)] (21)
We separate the spin-wave energy into the two parts

(22)

where Aex contains the dependence upon the direction
of the field with respect to the lattice and is small com-
pared to ex. The anisotropic part of the free energy is
easily shown to be

(1= ) LEL+ 3 c(nx)Aek.

Here (ny) is given by the Bose-Einstein distribution.
The second term of (23) contains the temperature de-
pendence in a series of powers of KpT/J, the lowest

ex=ex’+Aey,

(23)

12 R. M. Bozorth, Ferromagnetism (D. Van Nostrand Company,
Inc., Princeton, 1951), p. 569.
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power being 3. The leading term is of the form
al' 3 x(ny). The other terms are negligible in the tem-
perature region under consideration. The anisotropy to
to first order is given by

K=K+ (a/ V) 2 wmx).

In terms of the magnetization, M (T, it may be shown
that, in the 7% law region for M (7),

(24)

Kl M T —aNS/Ki1gV

KIO MO

where M is the saturation value of the magnetization.
The value of the exponent — (aN.S/K1,V) is 10 for all
cubic lattices, independent of the evaluation of the
integrals for & and Ko, themselves!

V. THE GROUND STATE

In this section we treat the ferromagnetic ground
state in order to answer the question raised by Argyres
and Kittel® concerning the convergence of the per-
turbation series used by Van Peipe,* in calculating K.
It is asserted that, because the expansion is apparently
in powers of NV, the results are not rigorous. We show
that, although the first order wave function is a poor
approximation to the ground state, it is part of a con-
vergent series. The use of this wave function to evaluate
the second order energy is thereby justified.

As is pointed out in Appendix A, in obtaining Eq.
(A2), the anisotropy of the energy of the state of com-
plete alignment of the spins, the ground state, is in-
sensitive to the strength of the applied field. For the
purposes of this section then, a limited Hamiltonian
may be used, consisting of the exchange energy plus
the U portion of the pseudodipolar coupling. The dc
part of the dipolar term is neglected along with the
Zeeman energy. Since we are mainly concerned with
convergence, we consider in each order in N only the
terms to lowest power in ¢/J. Thus we drop the U
portion of the dipolar term and calculate the wave
function using only the first term of (6¢) as the
perturbation.

We recall that in the spin-wave treatment, except
for the collision part of the exchange, the corrections
to the wave function due to O correspond to the excita-
tion of independent pairs of spin waves of wave vectors
k and —k. This leads us to try, as an approximate
wave function

V= 6”\00, (26)

where ¥, represents the unperturbed wave function of
the ground state and g is an operator bilinear in Sr;™.
The expansion in powers of g is assumed to correspond

13 See reference 5. The authors are grateful to Professor Elihu
Abrahams, who brought this letter to their attention.
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to the ordinary perturbation series. Thus
Y=yt 1+¥ot- -,

with Y11= gy, Y2= (21)~g%0, and so on. The operator g
will be determined so as to make ¢ the correct first
order wave function. In the higher orders if ¢, is the
proper nth order wave function, we write ¥,/ =¥+ ¢,
where ¢, is a correction which must be small if the
exponential form is to be a good approximation to the
ground-state wave function. In the limit ¥ — o we
show this to be true, for ¢, is found to be of order n/N
compared to ¥,, and can therefore be neglected. How-
ever, if V is finite, when # is comparable to N, ¢, may
not be neglected in comparison with y,. The exponen-
tial wave function is nevertheless a good approximation
to the.ground state in this case also, for the following
reason; in the case of spin % per atom, there cannot be
more than one spin reversed on any one atomic site,
and the series does not increase in powers of NV through-
out. At first succeeding terms are N times as large as
their predecessors, but when the number of terms be-
comes comparable to N, succeeding terms become
smaller by factors of e/J. Thus, for those values of
n (n~N) for which @,~¥,, one may neglect ¢, itself
in comparison with the preceding terms in the wave
function, because this term is ¢/J smaller than the
previous one, not N (e/J)!

By standard perturbation theory, the corrections to
the energy are given by

En= 0, 0¢n-1"), (27)
where :
(Eo—3Co)o=0, (28a)
(Eo—3Co)¥" =V, (28b)
(Eo—3Co)s’ =V’ —Exly, and so on. (28c)

The unperturbed Hamiltonian, 3Co, is simply the ex-
change operator in the present approximation. Setting

¥ =¢1=g¢o(1=0), and

g=% Z,’,r BrSRi_SR,;+r_, (29)

where r is summed over all the vectors of the lattice,
we find by manipulation of Eq. (28b),

2 {JL(Bi—Byr) — (Bi— Bo)dy, . J+5e(11)?1,:} =0. (30)

This equation corresponds exactly to Egs. (19) of Van
Peipe’st paper. Note that Eq. (28b) may be written
[g,3Co o=V, where U is that part of U proportional
to (IH)2. The B; which solve Eq. (30) yield

[g,3C0]= U—+X; (31)

where xyo=0. However xy, is of order # compared to
¥.. Equation (28c) may be written

3[£%,3C0o ot (Eo—3Co) p2="Vgo— Eapo="T1"gs.
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Making use of Eq. (31) and the fact that [g,0~]=0,
we find

(Eo—3Co) 2= — 5 (gx+x2)¥o.

Therefore ¢ is of order N smaller than y,. Compared
to ¢, @2 is of order e¢/J smaller. The same procedure
may be carried out for the higher order terms with the
result that ¢,~ (#/N)¥.. Thus, as discussed above, the
exponential wave function is a good approximation to
the ground state.

The second order energy is just

Ea2= (Y0, 0g0) =3¢ 2_i,1(07)*Bu. (32)

This is just the quantity evaluated by Van Peipe,* who
made use of the fact that the first order anisotropy is
described by the second order energy and therefore
calculated the wave function to first order only in the
dipolar interaction. It has been shown here that the
series does indeed converge so that Eq. (32) does yield
the rigorous result.

It is interesting to calculate the fractional deviation

of the ground-state magnetization from saturation.
This is

AM 1 (¥,[XiSr# e/ o)
M, NS vy

2 (¥,g9)

since the commutator [ ; Sr:%,g]=—2g. If we define
¥ (\)=e Yy, and note that 0¥ (N)/OA=g¥(N), then it
may be shown that

AM 1 o
= —— — In(T M), T \) | e
My NSox

We expand ¥(\) in a power series and find on collecting
terms that

(W N),Z(N)=exp[N o, | g|%0) .
Then, finally, making use of Eq. (29)

AM/Mo=—(1/S) 2:| B:|%. (34)

In evaluating the sum in this last equation one must be
sure to include the entire lattice. If the magnetization
is calculated by use of the Van Peipe wave function
alone, the sum is over nearest neighbor vectors only
and the result is much larger [see Eq. (36)].

In order to evaluate the B: we make the Fourier
transformation

Br‘_“Zk Byeik'r, (35)
With 8;,,=N"1> ¢ exp[tk- (1—1)], Eq. (30) becomes
Zk{ZGkBk+N_levk—N_l Zk' kark'_k'(k—k')}eik'r= 0.

The last term in the braces evidently represents the

IN FERROMAGNETS 1377
collision term denoted by 3¢’ in Sec. II. Neglecting this
we have

€ Uk .
B,=—— 3 —eir,

(36)
2N k €

The same result may be obtained by consideration
of the ground-state wave function in spin-wave lan-
guage in the presence of the perturbation U only, and
neglecting 3¢’. That part containing v * may be neg-
lected since, for any number of reversed spins its
contribution is of higher order in e. Compared with
terms to the same order in e it is of order N~ or smaller.
Then by ordinary perturbation methods, the ground
state wave function is the following product;

€ Uk
‘I’=Hk[1-"‘ ——"Ak*A__k*

2ex
e\2 Uk 2
)Y wrere
2 2ex

If the product is expanded, one finds

. ]%,

€ Uk
‘I"—‘[l—— Zk ———Ak*A__k*

VeV’

2 2€k
1/6\?2

-f"(—) > A A FA*A ¥4
2\2 kk 2ex2ex

.]W

This is just the exponential ¥=en},, with

€ Vx
g=—= 2 —A*A *
2 2ex

€
= —— Z SRi—SRj“ Zk etk Ri—Rj)
2N i

This corresponds exactly to g as given by Eq. (29) with
B; given by Eq. (36).

If we use this value of B; in E, as given by Eq. (32),
the energy E{® of Sec. II results. In order to calculate
the exact solution of Eq. (30) we follow the method
used by Van Peipe.*

Set

B:=31ptbey,

where the b, satisfy
>1(Br—bry1) =4mdr 0. (38)

Again, the sums on | range over the Z nearestneighbor
vectors of the lattice. Now make the Fourier trans-
formation

(37)

b= Zk byeikr,
Equation (38) may be solved for the bx and one has
be=4n/[N > 1(1—cosk-1)],
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and
s 41r’Z eik-r (39)
B e —— 39
N kZl(l—cosk‘l)

We substitute the expression (37) into Eq. (30), and,
making use of (38) we get

dmp1—2 v prbyr=— (e/27) (I*)". (40)

By symmetry p_;=p1. The b, are given for all cases of
interest in Appendix A. If Eq. (40) is summed over 1
we find, since D1 8141 is independent of I that 31 p1=0.
Using this fact and the technique described in Appendix
A just below the listing of the b4, we manipulate Eq.
(40) to give

€
pr=—— (P, (41
2J 411‘(1 - Vj)
where the »; are defined in Appendix A. We substitute
(39) and (41) in (37) to get the result

€ Uk .
Bi=—1—p)) — >y —eikr, (42)
2N €x
Comparison with the results of Sec. III shows that the

B; do contain the exchange collision interaction.
Now Eq. (34) becomes

A e o 2
== Xk .
M, 2N 2

(33

(43)

For the simple cubic lattice, with the magnetization
along the [001] direction, and in the quadratic approxi-
mation for ey, it turns out that

AM 2 fe\?2 €\?
—_——=— (0.79)—2—(——) = —0.21(—) . (49
M, 15\J J

In comparing with the result given by Argyres and
Kittel® note that our exchange integral is theirs and
that their dipolar coupling strength, C, is 4e. Further-
more, in their semiclassical calculation they do not take
the exchange collision term, 3¢/, into account. In Eq.
(44) this term gives rise to the factor (0.79)~2. For a
spin of %, in the same circumstances, they have
—1/60(C/J)*=—4/15(¢/J)?, which is too large by a
factor of 2. .

The result of this section is simply this; the Van Peipe
calculation has been shown to be a rigorously correct
one on the model used. Calculation of K; may be made
with the wave function known to first order only.
A knowledge of the entire wave function is necessary
in order to calculate the magnetization and other
properties.

VI. CONCLUSION

The pseudodipolar interaction has been separated into
a number of parts expressed in terms of Dyson’s® spin-
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wave operators. One of these is diagonal in the spin-
wave states and is therefore isotropic. Another, U,
which connects states differing in spin-wave occupation
numbers by two, gives rise to the first order anisotropy
of the zero point energy and also contributes one-fifth
of the temperature dependence of K; at low tempera-
tures. The remainder of the temperature dependence is
produced by the last of these parts, U, which connects
states differing in spin-wave occupation numbers by
one. This portion does not, however, contribute to
K, at T=0 because the cubic symmetry causes the
matrix elements connecting the ground state to states
having just one spin wave excited to vanish.

Keffer has argued“ that the pseudodipolar inter-
action gives rise to a negligible temperature dependence
of K;. This error was due to neglect of the terms in the
Holstein-Primakoff® Hamiltonian of order eN—%, which
do contribute significantly to the spin-wave spectrum.
We, on the other hand, are indebted to Professor Keffer
for pointing out the importance of the term propor-
tional to eV™! in our Hamiltonian, which is essential to
the previously mentioned § of the temperature
dependence.

A calculation based on the Holstein-Primakoff for-
malism of the temperature dependence of K; due to
this interaction was made by Kasuya.!® In this calcula-
tion it was not possible to take into account the ex-
change interaction between spin waves, nor was it
possible to get that part of the pseudodipolar inter-
action proportional to eN—'. In the present work the
exchange interaction is shown to give rise to correc-
tions of as much as 259, in the energy. But the tem-
perature dependence, expressed in terms of the mag-
netization, involves a ratio of energies and therefore
this correction is unimportant for this purpose. How-
ever, the addition of this pseudodipolar term does affect
the dependence of K; on the magnetization, increasing
the power law from the eighth to the tenth power.

There has been no attempt made to determine the
temperature at which the analysis of this paper fails
because of the approximations which have been made,
nor has any attempt been made to determine the tem-
perature dependence of the pseudodipolar coupling
parameter, which has here been implicitly assumed
constant. Carr'é has proposed the following empirical
expression for the temperature dependence of K; in
nickel,

Ky(T)=Kw[1—1.74(T/ T ) (M /M.

In anticipation of the result of this paper, that the
pseudodipolar coupling gives rise to the tenth power
law, he has suggested that the linear dependence on T'
which appears in this formula is due to the variation of

14 F, Keffer, Phys. Rev. 100, 1692 (1955).

16 T, Kasuya, J. Phys. Soc. Japan 11, 944 (1956). Because of a
numerical error, the value of K in this paper is too small by a
factor of 2. As a result his power law is too large by the factor 2.

16 W. J. Carr, Jr., Phys. Rev. 109, 1971 (1958).
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the coupling parameter with the temperature. It should
be noted, however, that at very low temperatures data
is scarce and that the empirical formula fits best at the
higher temperatures, especially where K, becomes posi-
tive. It appears then that no clear-cut comparison of
this theory with experiment may be made at this time.
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APPENDIX A

We evaluate the second order contribution to the
energy. The part of Eq. (14) which is independent of
the spin-wave occupation numbers, E’, may be written

E= —Z S (M0 Te ot

1,12

Xexp[ik- (Li+1)]. (A1)
The sum on k is determined by the value of the sum-
mand for large k because of the density of states. In
that region the spin-wave energy, ex, may be set equal
to just the exchange part, and

eN

Et=—

Z (l1+)2(lz_)2bl1+12.
167 1,12

(A2)

The b, were defined in Sec. V. A number of them were
evaluated by Van Peipe.* We have calculated the others
in which we are interested by use of Eq. (38) as well as
by numerical integration. In our notation, by, is that
b: associated with the lattice vector whose components
along the cube edges are, in units of the length of a
component of a nearest neighbor vector, the integers
£, g, k. The values of interest are:

b000=3.23, b100=1.14, b200=0.82,
b110= 070, 6111=O.56.

BOdy centered : booo=2.187, b111=0.616, bzoo=0.456,
b220=0.366, b222=0.317.

Face centered: bgoo=1.395, b110=0.348, b20o=0.231,
b220=0.168, b211=0.190.

Simple cubic:

Because of the symmetry, the value of any by, remains
unchanged if its indices are permutted in any way or
reversed in sign. At this point we are ready to sum over
I; in Eq. (A2). The technique used here will also be
used in Appendix B to get the third order energy and in
Sec. V of the paper in the determination of the pi.
Those terms for which l;=-£l, are separated from the
rest. For the remaining terms, except in the case of the
face-centered cubic, a common coefficient exists. One
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may write
Zlg(lz_)zbh-i-lz: (b11+11+b11—-11—F) (ll—)2+F Zl2(lz*>2.

In the case of the face-centered cubic one must add the

term
(2b300—F)L ()T,

where by 1;* we mean either of the two nearest neighbor
vectors of the face centered cubic which are normal to
l;. For the simple cubic lattice, body centered and face
centered cubics, respectively, F=2b110, b220+boo2, and
ba11+bo11. Because of the cubic symmetry > 1,(l57)2=0.
The coefficient of (I;7)? shall be called 47v;, and we
have for the simple cubic, 4mv;=booo+b200— 2b110=2.65,
for the body centered, 4mwv;=booo+baz2— b220— boos
=1.682, for the face centered, 4mv;=~Dbopo+}ba20— boar
—bo11=1.025. The coefficient of [(/1*)~ T, the extra
term for the face-centered cubic, is B=—0.076.
Equation (A2) may be simplified to

Jo EQN[ () B )2
s=—— e n >], (A3)

where B is defined only for the face-centered cubic. In
the usual order, it may be shown that

32
() =4(1-T), —9-(1-1-1‘_), 23+1), (A9)

and for the face-centered cubic
Sa()2=2(1—-31). (AS)

The last term in E.* [Eq. (14)] has a finite value at
k=0, where k=k;+Kk,. For small k this term is

2

€
—— > LMl Yk
JN 1,12

X[14exp(—ik-1)J[1+exp(—ik-1;)]
exp[7k;- (L+1)]
X 2(k/2)- (1+1, _
exp[i(k/2)- (Li+ )]% S 1 cosk 1)

The sum on k; is related to the b; and one can show this
second order term in U to be

— 2w n(46/T)[v; 2007
, + (B/4r) 3 BT+,

except for terms in %2, In the usual order again one finds

(A6)

16
(DUt =41, ;(1—21‘), 2(1—-1), (A7)

and for the face-centered cubic
S AT =231 —1). (A8)

Then, for the simple cubic, body-centered and face-
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centered cubic lattices we have, respectively, neglecting
terms dependent on %,
Eyr=v;N (&/J)(T—1)—20v;(T'—3) (/) L 1,
Egr=—(8/9)v;N (¢/J)(T'+1)
+(160/9)v;(T—3) (/) Xk 1x,

Eor=—N(&/J)[3v;(3+T)+ (B/8r)(1—-3I)]

+(&/7)[10v;(I'—3)+ (5B/27) (1—30) ] Xk n.
Notice that the coefficient of I' in the energy per spin
wave is exactly 20/N times the coefficient of T' in

the ‘zero-point energy, independent of the evaluation
of the parameters »; and B.

APPENDIX B

We calculate the third order contribution to the
energy. If products of the ny are neglected,
(n] Va3 a0 | n)
eJ V0¥

4N kX exey

2 1exp(ek’-1)

4
X (COSk'l— 1)(1—5 Zk" %kfr+2nk+2nk'). (Bl)

It may be shown that the effect of the B parameter is
negligible beyond the second order as considered in
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Appendix A. By the methods of Appendix A then it
may be shown that

‘Dkl* N
2w 21— exp(ek’- 1) (cosk- 1—1) =p;—v*,
€x’ J
and
VU

N
> 21— exp(ek’- 1) (cosk-1—1) = y;—vy,
€x J
when substituted into Eq. (B1). It follows that

(n|0Va13'a10 | n)

62 I Vk [ 2 4
=-u,~|:—- Zk (1+4%k——2k' ﬂk')]- (BZ)
» 4 €x N
Again neglecting products of the #x and for k+k’ small,
(n]Ua™3C a1 | n)
2 (w1t ) (w2 * — Uy 10™)

—
N &k

=V

exterr— extir

X%k.;.k'. (B3)

Except for the term containing #i ™ this is just
vi{n|WUa1U|n). This other term vanishes for k+k’=0,
and may be neglected otherwise since the coefficient is
small compared to that of the term we keep.



