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to lower temperatures and will be completely sup-
pressed by a field

BT
~ S& gk
Her= 50y = 1 08

where we take M(0)="7.55u,/atom.® Again this is
in agreement with our measurements, although we
do see a small critical field along the a axis which
the theory does not explain.

It is clear from our measurements as well as
others that the molecular-field model presented

SALAMON AND D. 8.

SIMONS 7

here is too simple to explain the detailed nature of
this transition. Recently, Sherrington!® has cal-
culated the properties of an anisotropic ferromag-
net at zero temperature in a more general way. In
that model, as well, the change in sign of the low-
est-order anisotropy constant leads to a second-
order transition due, in that case, to the presence
of a soft mode. We hope that the qualitative agree-
ment between our experimental results and a molecu-
lar-field model will encourage a general treatment of
the anisotropic ferromagnet at finite temperatures.

*Research supported in part by the Advanced Research
Projects Agency under Contract No. HC15-67-C-0221.

TA. P. Sloan Research Fellow.

w. D. Corner, W. C. Roe, and K. N. R. Taylor,
Proc. Phys. Soc. (London) 80, 927 (1962).

2J. W. Cable and E. O. Wollan, Phys. Rev. 165, 733
(1968); also J. W. Cable (private communication).

3J. L. Féron and R. Pauthenet, Compt. Rend. 269,
549 (1969).

K. P. Belov and A. V. Ped’ko, Zh. Eksperim. i
Teor. Fiz. 42, 87 (1962) [Sov. Phys. JETP 15, 62
(1962) 1.

SH. E. Nigh, S. Legvold, and F. H. Spedding, Phys.
Rev. 132, 1092 (1963).

83. Alstad and S. Legvold, J. Appl. Phys. 35, 1752
(1964).

"R. M. Bozorth and T. Wakiyama, J. Phys. Soc.
Japan 18, 97 (1963).

8M. Long, Jr., A. R. Wazzan, and V. R. Stern,
Phys. Rev. 178, 775 (1969).

F. Freyne, Phys. Rev. B 2, 1327 (1972).

. J. Nellis and S. Legvold, J. Appl. Phys. 40,
2267 (1969).

T, Hiraocka and M. Suzuki, J. Phys. Soc. Japan 31,
1361 (1971).

2p. S. Simons and M. B. Salamon, Phys. Rev. Let-
ters 26, 750 (1971).

3E. A. S. Lewis, Phys. Rev. B 1, 4368 (1970).

M. E. Fisher and J. S. Langer, Phys. Rev. Letters
20, 665 (1968).

15R. D. Parks, in Magnetism and Magnetic Materials,
edited by C. D. Graham, Jr. and J. J. Rhyne (A.I. P.,
New York, 1972), p. 630.

16y, B. Callen and E. Callen, J. Phys. Chem. Solids
27, 1271 (1966).

1., D. Landau and E. M. Tifshitz, Statistical Physics
(Pergamon, London, 1958), Chap. 14.

181, Vicentini~-Missoni, R. I. Joseph, M. S. Green,
and J. M. H. Levelt-Sengers, Phys. Rev. B 1, 2312
(1970).

p. Sherrington, Phys. Rev. Letters 28, 364 (1972).

PHYSICAL REVIEW B

VOLUME 7,

NUMBER 1 1 JANUARY 1973
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The scaling equation of state for a generalized classical Heisenberg ferromagnet near the
critical point is derived by an expansion in € =4 —d, where d is the dimension of space. It is
shown that, though infrared divergences are induced by the Goldstone modes, the equation of
state is divergence free. The results are compared with previous numerical calculations. It
is also shown that, for non-Ising-like systems the “linear model” cannot be exact, even at
first order in € (although the numerical deviations from-linearity are small).

I. INTRODUCTION

The understanding of the physics of the critical
region has been improved by the use of the ¢ ex-
pansion technique.!? This method provides system-
atic corrections to mean-field theory by a per-
turbation expansion about four dimensions. Criti-
cal exponents have been calculated? and the known

terms in the expansion in powers of e=4 —d, where
d is the dimension of space, give sensible results
in three dimensions. In a previous work® the
scaling equation of state was calculated up to order
€ for an Ising-like system. Here we present the
details of a similar calculation, to the same or-
der, for a generalized classical Heisenberg sys-
tem.
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The difference between this and the previous cal-
culation is, first, that the weights of the various
Feynman diagrams depend on 7, the number of in-

ternal indices of the spin density. More important .

than this technical point is the fact that the re-
sponses of the system in directions parallel or
transverse to the applied field are not the same.
This is manifested by the appearance of massless
Goldstone modes, i.e., the spin waves, below the
critical temperature. These modes lead to new
infrared divergences and it is shown that these di-
vergences are absent from the equation of state,
although they will appear in other physical quanti-
ties.

The results are compared with the numerical
calculations* ® based on the extrapolation of high-
temperature expansions.

The outline of the paper is as follows. Section
II contains the notation and a description of the
Hamiltonian. The perturbation expansion is out-
lined in Sec. III, with detailed calculations in Ap-
pendix A. In Sec. IV the equation of state is writ-
ten in scaling form, and is compared both with pre-
vious numerical calculations and with a parametric
form.

II. NOTATION; THE HAMILTONIAN

The spin density s,;(x) has # internal degrees of
freedom i=1, 2, ..., n. Inthe absence of any ap-
plied external field the Hamiltonian is symmetric
under O(x) transformations. By convention, the
direction i =% will be along the applied magnetic
field H, and the Hamiltonian reads

1 \2
% —I d"x[g é[(Vsi)z+ros§]+%% (? sf) - Hs,,] .

BT~
(1)

It is convenient®” to subtract from the longitudinal
field s,(x) its expectation value, and to define a new
field L(x):

Lix)=s,(x)-M, (2)
M=(s,(x)) . 3)

Then no “tadpole” insertions” of the field L(x) are
required.

Brackets denote the thermodynamic average
which is defined as a functional integral

[ Ds;(x) e ™ ¥ Als, (x)} @)
[Ds,(x) e ®T*T ’

(A)=

and calculated by Feynman-graph expansion.
The Hamiltonian is then split into a free part

-1 -1
% 1 d”x(b (Vsi)2+(VL)a+1’T'E s-2+rLLz)
BT 2 1 T
(5)

and a perturbation

&_ ‘ EQ_ 2 n=1 22 y_& 2 -1 2
kT_fdx[M (L “?s *3!ML<L+?Si>

+‘é'(7’o -7 +%‘qu2)142+%(7’0 - ¥p +é‘u0M2)
n=-1 7
X5 s§+[(ro+éu0Mz)M—H]L] . (6)
1

In contrast to Ref. 3, there are now two different
renormalized “masses” »; and 7, corresponding
to the fact that the longitudinal and transverse sus-
ceptibilities differ. Their precise definitions are
given by

ril= fd"x[(s,,(x)s,,(O))—Ma] , 7)
1'1‘-16”=f d*x (s;(x)s;(0))y, 1<i, j<n-1. (8)

As in previous works®® the coupling constant u,
is chosen in order to match the expected critical
behavior of the renormalized quantities in zero
field (above the critical temperature). The result
is

_481}'2 I +42 11 1 )
uo—n+8e[1+e(lnA+———(n+8)z—2—21n4rr+2? y
9)

where A is a momentum cutoff much larger than the
inverse of the longitudinal and transverse correla-
tion lengths and C is Euler’s constant. The cutoff
is kept in intermediate steps but it will disappear
from all physical quantities.

III. PERTURBATION THEORY
An expansion up to order €® of the relation
(L(x))=0 (10)

is performed. However, to be systematic, one
must realize that the spontaneous magnetization is
such that, although the %, vertex is of order ¢, the
ugM vertex which appears in Eq. (6) is of order
€'/2. The three remaining vertices in 3¢, are
merely counter terms which also vanish in zeroth
order in €. The one- and two-loop diagrams to be
considered are shown in Figs. 1-3. Figure 1
shows the diagrams which contribute at order ¢
[and also € through the (4 - €)-dimensional inte-
grations]. The diagrams of Fig. 3 contain a prop-
agator insertion; the mass counter terms are
taken into account by subtracting the insertion at
zero momentum. The evaluation of these diagrams
is given in Appendix A.

The bare quantity », is a linear measure of the
temperature, and it is eliminated in favor of the
reduced temperature ¢t= (7T - 7,)/T,, by subtract-
ing from the relation (L(x)/M)=0, its expression
at the critical point T=T,, H=M=0. This yields
a relation between H, ¢, M, 7, , and »; which
reads
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In+42

1

1% =t+i ught? +2—(;€:?) [1 +e (@Q:W +1nA>] +[37,(Inv, - 21nA - Ze In®7;) + (0 = 1) 7, (Invy — 2 InA - §€ Inyy)]

E?.

T 2(n+8)?
+ QuOMZeZ
(n+8)°

[z +8)y (Inyy, +21nA Inyy

[%[2 lnyg, (InA - 1) = $1n%7, | +n36
+n—l
54

where p =%, /4v, and the functions I, I,, I are
defined in Appendix A.

In order to get the equation of state the quantities
7, and 7 have to be expressed in terms of the
basic variables H, M, and {. This may be done by
a diagrammatic expansion of the expressions (7)

and (8) which define them. However, it is much
simpler to use the relations
- (ﬂf_)
L PYY; ) (12)
and
re=H/M, (13)

the first of which follows from the definitions (3)
and (7) of M and 7,. The second relation follows
simply if one takes for granted a relation of the
form

H=-MF(M2, 1),

and is also pedantically derived as a Ward identity
in Appendix B.

Equations (11)-(13) provide an implicit definition
of the equation of state. From the Ward identity
(13) the existence of the massless Goldstone modes
is manifest: 7, vanishes with H below T, since M
remains finite. This leads to an apparent infrared

J

€
y=x+é—u+m [3(x+~§—u)ln(x+éu)+(n— l)ylny +§(n+8)u <(7l+8)2 -2

- $1n?, ) +2(n = 1)z (Inyp + 2 InA lnyy —

-1
[% 0%y, — Inyy Inyp — Inyy,

(n—1)ylnyIn(x+3u)

$10%) + (n = Ly L(p)]

- (1 =21nA)Inry - L(p) - L(p)]

(—%mer +(21nA_1)7’L Inyy, — 7z lnrg L Inyy Invy /7y +13(p))] , (11)

=7r YL —7r

[

divergence of the expression (11) for H/M at the
coexistence curve (H=0, #<0). However, a simi-
lar divergence also appears in 7, as can be seen
from Eqs. (11) and (12), or directly from the fact
that a closed loop of the transverse modes con-
tributes to the longitudinal propagator,® as shown
in Fig. 4. The equation of state must not exhibit
these divergences in order to be meaningful in the
vicinity of the coexistence curve. And indeed,
when 7, is eliminated between Eqgs. (11) and (12),
the diverging lny, terms do cancel.

IV. EQUATION OF STATE IN SCALING FORM

Describing the coexistence curve as — foc M8,
and the critical isotherm as Heoc M®, one obtains,
from Eq. (11),

5=3+<+%§2§9 210(e%). (15)

Then the scaling equation of state is obtained as a
relation between y=H/M°® and x=¢/M'#. The re-
sult does not appear naturally in the simple Griff-
iths® form y=f(x), but rather as an implicit rela-
tion,

m+42

—+1lndr+3 C)]

_nln—1)yIn’y

2{3(x+%u) (10 =) +u(26 +n)

24(5 + 8)? e+ 3u) +

4(yn +8) 8(n+8)?

(n —zll()n(i%n+92) ylny - ((’:H ;a (x+%u)l1(p)—z———gz:g))z [Il(p)+12(p)]+———g((:+_81)g 13(p)} , (16)
I
where H/MS=1 at¢=0
u=[487%/(n+8)] € and
~t/MY®=1 at H=0, t<0 (17)

It is possible to solve Eq. (16) for y in powers
of €. If the fields andtemperature scales are set by

the solution reads y =f(x) with
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f(x)=x+1+2(n€+8) <1+2(nf-8) [n=1+61In2-91n3+(n~ 1)1n(x+1)]>

X[8(x+3)In(x+3)+(r~1) (x+1)In(x+1)+6x1n2 — 9(x +1)1n3] +(——~——€——)2

2(n+8)

X(%(IO -n) (x+1)[In®(x +3) - In®3] + 36[In® (x + 3) — (x + 1) In?3 + ¥ In®2] = 54 In2[In(x +3) + x In2 — (.x+ 1) In3]

+3(m—-1) (In&) (x+1)In(x+1)+ —ry

+m-1)x+1)In(x+1)In(x+3) - 2nn-1) (x +1) In®(x + 1) -

212+ 175 - 452

[(x+3)ln(x+3)+2x In2 — 3(x+1)1n3]

n-1
+8

(1972+92) (x+1)In(x+1)

-2 -1)[(x+6)L,(p) = 6(x+ DL(D] = 6(n - 1) [L(p) = (x+ 1)I(3) ]+ 4(n = 1) [I,(p) - (x+ 1)!,(%)]) , (18)°

where
p=(x+3)/4(x+1) .

As it stands the expression (18) for f(x) suffers
from two defects. (i) The process of solving for
y has violated the positivity of y, which was satis-
fied by the original Eq. (16), but only in the ex-
tremely small range

0sx+15exp(— (n+8) >

2(n-1)e
(ii) More seriously, Griffiths’s conditions on the

large-x behavior® of f(x), namely,

Fx)= i K- 2n-1)8 X0
@y )

n=1

(19)

are only satisfied within the framework of the ¢ ex-
pansion, but not explicitly. For example, the
leading terms of f(x), for large x, are

f(x)~(1 +~273§é“)1n24—7) [x+§%’z—:% xInx
(n+2) (n+2) (n®+22n+52)
2<S(n+8)2 x Infy + 4(5 +8)? xlnx)] ’

X ==

(20)
which is indeed proportional to the € expansion of
x” with the value obtained in Ref. 2:

=1+ n+2 +
4 2(n+8) €

2
(n+2)4((1:z++sz)§”+52) E+0(e) .

21

Nevertheless, with no attempt to remedy the(se :
defects by replacing f with a more satisfactory ex-
pression equivalent at order €%, the orders zero,
one, and two in € have been compared with the
numerical calculations of Gaunt and Domb on the
three-dimensional Ising model* (r=1), and with the
Milo8evié and Stanley results for the Heisenberg
model® (x=3). The comparison is displayed in
Figs. 5 and 6. Though the successive corrections
to the zeroth order do go in the right direction,
the agreement with the high-temperature extrapo-

[

lations is better!® for »=1. This is not surprising
since the large-x behavior of f(x) is governed
mainly by the value of y, and in Ref. 5 the value
of y is determined as 1.43, whereas the ¢ series
gives y=1.34 for n=3. This simple fact accounts
for approximately 75% of the discrepancy for x=5.
Therefore, the relevance of the comparison lies
mainly in showing that the ¢ and €® terms in Eq.
(18) provide meaningful corrections.

V. PARAMETRIC FORMS

It is well known that the best way of obtaining an
equation of state consistent with Griffiths’s condi-
tions (19) is to write it in parametric form,! 2
i.e., H, M, and ¢ are expressed as

H=R®n(0),
M=Rm(6),
t= RT(Q) ’

(22)

where all the nonanalyticity is contained in the R
dependence. In order to compare with the “linear
model,” ¥ we make the choice

n6)=a6(1 -6%),
T(6) =1 - b262 ,

(23)

solve for m(6), and explore to what extent it is
linear in §. Each parameter in Egs. (23) has to
be expanded in powers of e. Working for simplic-
ity to order €, we write

a=ay(l+ea), bE=bi(1+eby),

m(8)=ceb[1+em,(0)] . (24)

—— longitudinal propagator
---— transverse propagator

FIG. 1. First-order contributions to Eq. (10).
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FIG. 2. Second-order contributions to Eq. (10).

The equation of state is satisfied at this order with
ap=co, bi=al+1l,
mq(8)=ay(1 - 6%)+% b,6°~[1/2(n +8)]
x{(n-1)1 - 6?)In(1 - 6?) (25)
+3[1+ (262 - 3)6%] In[1 + (20% - 3)67]
+6(1 - 536%)In2 - 9(1 - 6%)In3} .

Additional criteria are required in order to decide
which set of parameters should be chosen. Never-
theless, when # is greater than 1, there is no
choice for which () is a constant [or m(6) lin-
ear], although the linear model can be numerically
satisfactory. For example, the choice

b3=

leads to

njw

’ ml(O) = ml(l)

eln-1)
2(n+8)

When =3, and in three dimensions, this differs
from a constant by at most 3%.

m(9)= const(l - (1-6%)In(1 - 92)> .

VI. CONCLUSION

It is clear that the € expansion provides mean-
ingful corrections to mean-field theory both for
critical exponents and for the scaling equation of
state. It also provides some quantitative under-
standing of the validity and limitations of phenom-
enological descriptions such as the linear model.

However, one problem remains. The equation
of state is indeed finite at the coexistence curve,
but thermodynamic quantities involving derivatives
of the magnetic field, such as the magnetic sus-
ceptibility and the specific heat at constant mag-
netization, are infrared divergent below 7,, when
H goes to zero.® In perturbation theory these
divergences appear as powers of ¢Ilnyp. It is
clear that such terms arise from the ¢ expansion
of 7, raised to some power depending on €. The
precise behavior of the system near the coexis-
tence curve requires the knowledge of the form to
which these terms should be exponentiated.

On the basis of an argument relying on the free-
dom of making nonlinear realizations'* of the O(n)

N,
—D O
’

FIG. 3.

2T
x—{ |}
s L~

Propagator insertions contributing to Eq. (10).

|3

4
= sy d q 2
¢ — -
o . 2 « nr
q=0 ~~..-- (q2+ry) T
FIG. 4. Source of the infrared divergence of the
longitudinal susceptibility.

symmetry, it is conjectured that

ri'~const+rz¢/%, H-0, T<T,
for all »>1 and to all orders in e.

The ability of the Feynman-graph method to re-
produce such a result requires further study since,
in principle, additional transient terms in the re-
cursion formulas might appear in this region
(where two length scales exist). An exact treat-
ment involves a study of the renormalization group
equations'® below T,.

APPENDIX A: EVALUATION OF FEYNMAN DIAGRAMS

As explained in the text all diagrams must be
subtracted at the critical point where M, 7, , and
7p vanish.

(i) Diagrams of Fig. 1 are to be evaluated up to
order ¢? retaining only at that order the relevant
Iny behavior. This requires the evaluation of

m’f (q +r'%)

:(g—)f; [1+3e(ndn+1-0C)]

27
fA 11
| a 3ﬂ—€M)< - >+o@%
| dag D Foy 7
~ﬁ5 [1+3e(ndn + 1 - C)]»[lny/ A% - fe In¥] |

where C is Euler’s constant.
(ii) The first diagram of Fig. 2 involves only 7y :

4 4
d_&%_ﬂa {1(gZ +7p) (g5 +7p ) (@1 + T )2+ )]

-[Aa5@ + %P}
.3 —1pp?
WV[(l+21nA)lnr s1n%] .

The second diagram of Fig. 2, having two different
masses 7;, and 7y in the propagators, produces a
nonelementary function of the ratio

p=vrg /4rp .
Through the use of Feynman parameters, we ob-

tain

de(ZI:r_ﬂa {[(q%+’}’r) (g +7r) (@ +qp) + 7y )]-1

- [(ﬁqg(‘% +az)2]-l}
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f(x)
2 - —t
10% |1 fe.p.(x)
/'/.
2
e
-/
- " FIG. 5. Comparison
10r " - with the results of Gaunt
- | ‘ and. Domb on the Ising
model at order 0, 1, and
2ine.
o) L \ i ) 1 )
.70 | 2 4 5 x
| /
o/
-

~ ﬁ; [(1+21nA) 7, Inyy, = Gy ) Inry

+2(1+21InA g Inrg —7p InPrp +7, L (p)]

where the function I;(p) may be written

B * dulnu * dulnu
Il(p)"/; u(l—u) [(l_u/p)lla_l]_j; u(l—u) ‘

When p tends to infinity (coexistence curve),

Ii(p)~ (1/4p) (In®4p+21np)+ O(1/p) , p—=<o .

_ f (x)
fm.s.(x)

102 |1

(iii) Similarly, the first diagram of Fig. 3 involves
only 7, and gives simply

4 4
T Gy k) @i e

_(qg+7L)-2}
" Lin2 _
535?['21“ 7L +2(InA l)lan] .

The last two diagrams of Fig. 3 also depend on p
in a nonelementary way. The first one is

FIG. 6. Comparison
with the results of Milo-
Zevié and Stanley on the
Heisenberg model at or-
der 0, 1, and 2 in €,
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4 4
fd élncjﬂ = (gf +11,L 7 {[(g3+7p) (@ +@)? +7p)]?

~(+re )

~ 5—5%%'4_ [’é‘ 1n21’L - ].n'VL - lnTL ln'VT

+(21nA - 1) Inyy - L(p) - L(p)] ,
where

1 (° dulnu w\/?
Iz(p)_pro 1-u (1—0.) '

Near the coexistence curve, the asymptotic be-
havior of I, is

L(p)~ - (1/4p)1n®4p+0(1/p), p—~ .
The last diagram gives, similarly,

d*qd*q, 1

@) Frrr P @+ [@+ G2+, ]
- (g5+rp)t (g+7g )-1}
1 1.2
~—— (=31 2InA -1 1
75677 < 3 In%, +7L Sy [@1n ) oy, Iy
—vp Inyp ) +7p Invg Inoy, /7] +Ia(p)) ,
where
P o
_ du Iny _ /2 _ 17 du lnu
Ig(p)—]; u(l-—u)[(l u/P) 1] ‘[ ull =)

For p large,

1 2 1
~—— (- 1 = -0,
L(p) P (-In%4p +2 np)+0(p) , P
As a final remark, we note the following rela-
tions:

| =3

dI.
Lp)=p d—j

APPENDIX B: BROKEN O(r) SYMMETRY AND WARD
IDENTITIES

116

L(p)+2 L(p)=L(p),

The generating functional™ for connected Green’s
functions is defined as the Feynman integral

e-F(Hi):[Qsi(x)e-ac/kT ,

where 3¢/kT, in addition to an O(r) invariant part,
contains an external source term

> H(x)s;(x)d% .
i=1

Apart from the source term the integral is in-
variant under the substitutions

v s ()= s, () +w¥ efy sy,

where w® is an infinitesimal rotation about the «
axis and c§; is antisymmetric in 7 and j. The vari-
ation of the source term under this transformation
leads to the relation

F(H;)=F(H; - w*c}} H,)) ,

or in differential form, to

oF @ _
;/_;_)f G—HKB H(y)cf;=0.

We choose now H,(x) as the constant longitudinal
field H, differentiate with respect to a transverse
component H,(y) (k<n), and set all transverse
components to zero. This yields

2 ca +f ddx _——ﬁl,:—_

6HL ’m 5H¢(x)6Hk(y) Hp=0
which, though the definitions of M and 7; and the
antisymmetry of ¢*, simplifies to

Vr = H/M .

a _
HLCm’_o ’
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We have investigated the surface bound states and resonances that occur on a (001) surface
of either a two-level induced-moment system or the tunneling model of a hydrogen-bonded
ferroelectric. We have assumed (a) that there is a perfectly sharp surface and (b) that only
parameters on the surface have values different from those in the bulk of the crystal, and we
have used the random-phase approximation to solve the equations of motion for the thermo-
dynamic Green’s functions. Analytical expressions have been obtained for the complete

Green’s functions. Three phases can exist:

i) Both the surface and the bulk are disordered,

(ii) the surface is ordered but the bulk is disordered, or (iii) both the surface and the bulk are
ordered. In phases (i) and (ii) only one kind of localized mode can appear, while in phase (iii)

two kinds, localized on the first and second layers, can exist.

No resonances appear inside

the bulk band when both surface and bulk are disordered, but resonances can appear in the

other two phases.

experiments are suggested.

I. INTRODUCTION

There has been considerable interest recently
in the modes that are localized on and near the sur-
face of magnetically ordered crystals which are
described by the Heisenberg Hamiltonian with pos-
sibly anisotropic exchange interactions, We shall
be concerned here with modes that occur upon one
surface of an otherwise infinite or periodic crys-
tal, Early work was done by Wallis ef al.' and
Mills and Maraduddin? on the Heisenberg ferro-
magnet and was concerned with the modes excited
on a free surface (whereon the exchange interac-
tion is the same as that in the bulk) and their ef-
fects on thermodynamic quantities. Other early
works were those of Fillipov® (see also deWames
and Wolfram*) and Mills,5 who investigated the ef-
fect of changing the exchange interactions upon the
surface and between the surface and second layer
from that of the bulk, This problem was also
treated by deWames and Wolfram® (see also Ilisca
and Motchane’), These authors restricted them-
selves to isotropic interactions, More recently,
the effects of exchange anisotropy has been con-
sidered by Osborne, ® Ilisca and Motchane,” and
Levy, Ilisca, and Motchane,® together with next-
nearest-neighbor exchange coupling by Levy,
Ilisca, and Motchane,!® Recent work on the Heis-

Some criteria for the appearance of bound states have been derived and
numerical calculations have been carried out for the three phases at zero temperature.

Some

enberg antiferromagnet has been done by Mills!!
on the surface spin-flop state and by Mills and
Saslow'® on surface effects in general, while
Sparks!® has considered both the ferro- and anti-
ferromagnet.

There is, however, a large class of magnetically
ordered systems for which the Hamiltonian may
contain, in addition to the bilinear Heisenberg
term, terms due to the effects of crystal fields.
The magnetic behavior of such systems is of par-
ticular interest when the magnitude of the crystal
field parameters is comparable to that of the ex-
change interaction, which is the situation that ap-
pears to exist in the light rare-earth metals. One
of the best-studied examples is that of Pr®* jons
in various crystal field environments (see Rain-
ford and Gylden Houmann'* and other references
therein). In a hexagonal crystal field, the lowest
ionic states are a magnetic singlet, a higher-lying
singlet, and a doublet. Because the z component
of the total magnetic-moment operator J has a
nonzero matrix element between the two singlets,
a nonzero value of magnetization can occur if the
ratio of the magnitude of the exchange interaction
to that of the crystal field splitting between the
two singlets is sufficiently large. Here we shall
assume that the system with which we are con-
cerned has two nondegenerate singlets as the



