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A theory developed by Toupin, Tiersten, Brown, and Melcher employing finite strains and
angular-momentum invariants is applied to the rare-earth metals of hep structure. A Hamil-
tonian is written down which includes Heisenberg-exchange, crystal field, and magnetoelastic
terms and is invariant under combined rotations of the magnetic and elastic systems. When
the approximations of small-strain theory are subsequently carried out, there appear new
terms originating in the crystal field that are linear in the antisymmetric strains w,, and
correspond to rotations of the elastic medium. The coupling of transverse acoustic waves to
the magnetic system is studied and expressions are derived for the dependence of the elastic
constants ¢y and cgg on an applied magnetic field in the ferromagnetic phase. The terms in-
volving the antisymmetric strains result in new effects similar to those found by Melcher in
MnF,, from which it should be possible to obtain in a direct manner the values of certain
magnetoelastic constants and anisotropy constants. Using available data on magnetic anisot-
ropy and magnetostriction, we have estimated the size of the effects that may be expected to
be found in Gd, Th, Dy, Ho, and Er. Fractional changes in ¢4 and cg as large as 10-2 are
predicted for Tb, Dy, Ho, and Er in a field of about 50 kOe, while the maximum change for
Gd is predicted to be about 104, Calculations have also been performed for the field-depen-
dent changes in ¢4y and c33 for longitudinal waves in the paramagnetic region. These changes
result from the fact that the finite strains E,, include terms of the form ef,u. The resulting
changes in ¢4y and c3; depend linearly on the magnetoelastic constants and vary as H? in the
paramagnetic region. Estimates of certain combinations of these constants are made from
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the experimental measurements of Moran and Liithi on Dy and Ho.

I. INTRODUCTION

A correct description of the physical properties
that depend on the coupling between magnetic spins
and the lattice in ordered magnetic crystals re-
quires that the Hamiltonian be invariant under a
rigid rotation of both the magnetic and elastic sys-
tems.'~* This condition, which ensures that the
total angular momentum of the crystal is con-
served, may be satisfied by constructing the Ham-
iltonian out of certain invariant quantities, The
most convenient ones for a microscopic theory are
those used by Brown® and by Melcher, * since they
preserve the angular-momentum commutation re-

lations. These are
S,ikuz Ry, Sy, (la)
H=R,,H,, (1b)
1/0u ou 1 ou, ou
E Py dad ") v = A A
u Z(SX,, * aXu>+2 89X, 83X, ’ (1c)

where §i is the angular momentum of the ith atom
and R,, is an orthogonal tensor which describes

a finite rotation of the elastic medium. (For dis-
cussions of finite-strain theory, see Brown® and
Melcher.®) The importance of requiring complete
rotational invariance has been clearly demonstrated
in the antiferromagnetic phase of MnF, by Mel-

(BN

cher,®who was able to account for differences inthe
elastic constant ¢,y measured as a function of ap-
plied magnetic field for transverse waves propa-
gating along the [001] and [110] directions.

In this paper the requirement of rotational in-
variance is applied to ferromagnetic phases of the
rare-earth metals of hcp structure. Expressions
are given for the change in elastic constants as a
function of applied field for impressed sound waves
propagating along different crystal axes. The the-
ory relating to transverse sound waves in the
ferromagnetic region is treated in Secs. II and III,
and the size of the fractional changes Ac¢/c which
can be expected are estimated in Sec. IV for Gd,
Tb, Dy, Ho, and Er using the available data on
magnetocrystalline anisotropy and magnetostric-
tion. Longitudinal sound waves in the paramag-
netic region are discussed in Sec. V.

It seems probable that the measurements of
changes in elastic constants proposed in this paper
are capable of yielding values for the various mag-
netoelastic constants and anisotropy constants that
are more reliable than those obtained by other
methods.

II. THEORY

We take the Hamiltonian for the magnetic spin
system of the rare-earth metals of hep structure
to have the form
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W= =20 J;; % SF +gp.BZS H*

i<j

+f"g? 620@?) + ﬁgZ) 0, o(gt) +1§g? 05089
t

+ ESZ [66 s(§:'k) + 66 -s(§f)] . (@)

Following the usual custom in this field, §i repre-
sents the total (orbital plus spin) angular momen-
tum of ion 4, and the §,, are the spin-operator
equivalents tabulated by Buckmaster.” The terms
involving By, B, and BJ describe a crystal field of
axial symmetry, while the terms involving Bf de-
scribe a crystal field of hexagonal symmetry.

The single-ion magnetoelastic terms are

Hme= — M5yt 21 B! 04087 - M3 E*20,,4(8F)
i i
-Mjzy ?{Ei [i 03,8%)]+ E§[- i05,(8N)]}
- My, 20 [B] 034(80) + B3 03.67)]
- M3, D[E 0,60 - E30;,680],  ©)
where terms cor;esponding to =6 as well as cer-

tain terms corresponding to /=4 have been omitted
for the sake of simplicity., The operator equiva-

lents O, are related to those of Buckmaster’ by
;m: %(6lm+o-l-m) ’ (43-)
él-m: (1/22) (6lm - 6l-m) . (4b)

In Eq. (3), the indices «, 7, and € refer to certain
combinations of the E,, which transform accord-
ing to particular irreducible representations of the
point group 6/mmm.® Choosing a coordinate sys-
tem (£n¢) coinciding with the q, b, and ¢ axes of
the crystal, we define

E*'=E,,+E, +Eg, (5a)
E*%=Egq -3E%!, (5b)
Ei=3(Ey —Ey), (5¢)
E}=E,,, (5d)
E{i=E,, (5e)
E3=E. (51f)

(As in our earlier paper® we have dropped the fac-
tor V3 from Callen and Callen’s definition of
€*?2) The single-ion magnetoelastic terms of Eq.
(3) are the same as in our earlier paper,® except
that the usual symmetric strains €, of small-
strain theory have been replaced by the finite-
strain tensor E,,, and S;, has been replaced by

SY., as required by rotational invariance, *** The
coupling constants in (3) are related to those of
Callen and Callen® by

M3y =VEBf,, M F=VI Bg,,
(6)

M§1=\/§1§E, M3,=VZB".

The effect of two-ion magnetoelastic terms will
be discussed briefly in Sec. III,

Having ensured complete rotational invariance,
we can now carry out the transformation to the
usual spin operators §i and the functions

1/ ou ou

w3 (355 55 ) (72)
_1/8u, 8u,

W=y <8X,, - aXu> (7b)

of small-strain theory. In addition to the usual
terms similar to (2) and (3) with S} replaced by §,
and E,, replaced by €,, we obtain the following
terms linear in the w,,:

zw12(1021)+\/—32w22( i03,)
+2FB4w12(i6;1)+2ﬁégwg?(—i6;1)
+\/——Bew12(2061)+\/’—Bew22(—i6;§1)
_1236w22066+2¢‘36wIZ)(iégs)

+2V3 B{ws 22 (i Os) - (8)

These extra terms, which have not been included
in previous studies of the rare-earth metals, in-
volve rotations of the elastic medium and will be
found to have a different effect on shear waves
propagating in different directions,

Terms of second order in €,, and w,, can also
be taken into account without difficulty, For trans-
verse waves propagating along one of the crystal
axes and polarized along another crystal axis (for
which only one of the derivatives 8u,/8X, or du,/
89X, is nonzero), these terms contribute to the ef-
fective elastic constants. However, provided the
g tensor is isotropic, as assumed in Eq. (2), these
contributions do not depend on the magnetic field
in the ferromagnetic phase and consequently do not '
affect our final results, Egs. (14)-(16), On the
other hand, in the paramagnetic region quadratic
terms of the type €2, give rise to field-dependent
changes in the elastic constants for longitudinal
waves, resulting from the field-induced magnetiza-
tion in this region, This will be discussed in Sec,
V.

The (unperturbed) magnon energies can now be
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obtained by standard methods equivalent to the
Holstein—Primakoff transformations. It has been
found!®=!* that the magnon energies are well rep-
resented by a model in which the strains are fro-
zen at their equilibrium values—the so-called “fro-
zen-lattice approximation” of Turov and Shavrov.'
The magnon energies have the usual form Eq= (A
- 1B;1%)"?, with A3 and B; involving the equilibri-
um strains €,,. The expressions for A; and B;
given by Goodings and Southern® for the frozen-
lattice approximation remain correct in the pres-
ent formulation, since in this same approximation
Z’uu= 0.

The acoustic phonons will be taken to have (un-
perturbed) energies 7w;,, where x labels the pho-
non branch, i

We now consider the coupling between the acous-
tic phonons and the magnons, which have two
branches in the hcp structure. Provided we con-
sider the coupling to long-wavelength phonons only,
this can be derived'®~® by expressing the displace-
ments u, in the strain functions in terms of phonon
creation and destruction operators Bq!l and B;A.
Thus we are led to a Hamiltonian of the form

3(1:2} E; (aga;ﬁ 3) +Z hwy, (qux Bap+z)
q [es

+§ [Vir oz (Bgﬁ' B+ V&; 01% (Bp+8%. )
L2

The detailed derivation of (9) yields no coupling
between the acoustic phonons of long wavelength
and the higher-energy magnon mode, and conse-
quently we have included in (9) only the lower mag-
non branch with creation and destruction operators
ag and o3. The expressions for the Vj, are very
lengthy even for the incomplete Hamiltonian con-
sidered here. Allowing for differences in notation,
our results agree with those given by Nayyar and
Sherrington, ® except that there are additional
terms involving the anisotropy constants which
come from Eqg. (8). The full expressions are given
in the Appendix.

We have not included in Eq. (9) terms of the type
considered by Jensen!® involving products of two
magnon operators and one phonon operator. These
will be unimportant at low temperatures but might
become appreciable close to 7,. Equations of mo-
tion for the operators aé, ay, [3%“ and 8.3 may
be written down using the Hamiltonian (9), and
since the eight equations are linear, the coupled-
mode frequencies are in general the roots of an
eighth-order equation., However, if we confine our
attention to the coupling between the lower magnon
branch and an impressed sound wave which has a
definite direction of propagation and a definite po-
larization along one of the crystal axes, then the
coupled-mode energies can be shown to be

|3

2 2 2 2 2
€ =3 (EH"“EZCUEA) t3 [(EE - ﬁzw'&x)z

+16Ez7iwy | Vo |21Y2,  (10)

where <-l. gives the direction of propagation and A the
branch or polarization of the impressed sound
wave, Where the unperturbed magnon and phonon
curves would have intersected, there are gaps of
magnitude 2|V, 1. *% We shall be concerned only
with the behavior at long wavelengths where, as-
suming E,#0, we have Zwy < E;. The lower cou-
pled-mode energy in this limit is given by

4hwy | Vil ?

Ea 1)

Efzm =7 ang -

Note added in proof. Chow and Keffer (to be pub-
lished) have obtained the same expression as Eq.
(10) for the energy of the coupled modes, and, in
the case of weak coupling between the magnons and
phonons, they obtain Eq. (11) for the lower coupled-
mode energy.

If we define an effective elastic constant c* by the
relation

{ea/B)?=(c*/p)1qI?, (12)

where p is the density, then ¢* may be derived for
various types of impressed sound waves and differ -
ent directions of the applied magnetic field. Since
the results for an arbitrary orientation of the ap-
plied field are complicated, we shall quote only the
results for H parallel to one of the crystal axes,
Expressions for the general case can be obtained
using the equations of the Appendix,

An important assumption of the results that fol-
low [Egs. (14)-(16)] is that the magnetization has
been brought into the direction of the applied field,
and we denote by H; a field large enough both to
overcome the effects of magnetocrystalline anisot-
ropy and to give nearly complete alignment of do-
mains. It appears from the recent paper by Pal-
mer and Lee? on the elastic constants of Dy and
Ho that changes in the elastic constants due to do-
main effects can be of the order of 1% and conse-
quently can mask the “intrinsic” field dependence
with which we are concerned. Another instance is
the dip in ¢33 as a function of temperature measured
by Long, Wazzan, and Stern® in Gd near 220 K.
This has been interpreted by Levinson and Shtrik-
man® as essentially arising from the alignment of
domains below about 5 kOe. Thus it is important
that H, be large enough to achieve complete satura-
tion of the magnetization in the direction of the ap-
plied field. The minimum value of H, will also de-
pend on the demagnetizing fields in the sample.

For example, in a Gd crystal of rectangular cross
section, Moran and Liithi®* found that the magnet-
ization did not saturate until #=10 kOe.

Below we give our results for the changes in



7 ROTATIONALLY INVARIANT THEORY FOR THE EFFECT OF

elastic constants as a function of magnetic field
based on Egs. (11) and (12) and the preceding the-
ory. The case in which the field is applied along
the ¢ axis and the case in which it is applied along
either an a or b axis will be considered separately.
It is convenient to introduce the following defini-
tions, with N, the number of atoms per unit vol-
ume:

by=N, B3SS(3) , (13a)
by=N, B}SS(3) , (13b)
be=N, B§SS(3) , (13c)
b§=N,15(231)"/2BESS(3) , (13d)
b5=N,(3)/2M5,SS()=5c°H(0), (13e)
b;=N, (3)Y2M%,85(3)=2¢"C (0), (13f)
by=N, (B 2M},SS(3)=-2c"A(0), (13g)
Sm)=(S-3)(S-1)---(S-n), (13h)
h=N,gugHS, (13i)
ho=N,g g HyS . (13j)

The constants H(0), C(0), and A (0) occurring in
(13e)-(13g) are the magnetostriction constants of
Mason® at T=0, Also, c®=4cy and ¢”=4cg.

Case 1. H parallel to ¢ axis. In this case, cy,
¢33, and cgg are not affected by the applied field in
the ferromagnetic region. For the field depen-
dence of ¢4y, we find

m (h —hy) (bym® = £,)?

cty (H) - cfy (Ho)= 4(fy + mhy)(fy+mh) ’

(14a
where )

fi= = 3bym® - 100, m*® - 21by m? . (14b)
6

Here m=M(T)/M(0) is the reduced magnetization.
The upper sign in (14a) is the result for a wave
propagating along the ¢ axis and polarized along
either the a or b direction, while the lower sign is
for propagation along either the a or b axis and
polarized in the ¢ direction. The usual small-
strain theory yields the same result for both types
of wave, the last factor in the numerator of (14a)
being simply (b§m®)2.

It may be appropriate to mention at this point
that an expression for the magnetoelastic contribu-
tion to c,44 has been obtained by Freyne?® within the
framework of molecular-field theory. His result
varies as (b5)? divided by the energy of the molec-
ular field, in contrast to the present work in which
we obtain (b3)? divided by the anisotropy energy in
the form of (14b). Since in the case of Gd the en-
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ergy of the molecular field is at least 100 times
larger than the anisotropy energy, it follows that
Freyne’s predictions are approximately 100 times
smaller than ours. (Note, however, that his esti-
mates become multiplied at a later stage by a fac-
tor of 200, which represents approximately the
number of terms appearing in his expression for
the internal energy.)

Case 2. H parallel to a or b axis. In this case,
cy; and c33 are not affected by the applied field in
the ferromagnetic region. The behavior of ¢, is
given by

m(k = ho) [b3m® = foGm) P
[fz (‘é‘") + mho] [fz(%") + mh] ’
(15a)

ciy (H) - ¢y (Ho)=4

where

fg(%ﬂ) = 3b2 m3 - lzi b4 mlo +!'_g§' bs mzl
- 608 cosbpm® + (4¢”)™ [2(b} m®)?

+ (0 m*0)2 4+ 3(b} m®) (b m™®) cos6e] .

(15Db)

Here ¢ is zero for Hiuaand irfor Hu b. The up-
per sign in (15a) is the result for a sound wave
propagating along the ¢ axis and polarized along the
direction of H. The lower sign is for propagation
along the direction of f and polarized along the ¢
axis, Again the small-strain theory gives the same
result for both types of wave, the last factor in the
numerator of (15a) being simply (b§m®)%.

For transverse waves propagating in the a or »
directions and polarized in the basal plane, we find
the result

m (k= ho) [ Gm) Ff3 Gm) 2
4 [fs (zm) +mhy) [fs (zm)+mh] ’
(16a)

cds(H) - c§s(Hy) =
where
fs(3m) = — 360§ cosbpm® + (4¢”)™ [4(b} mP)?

+4(0F m')? + 1005 m®) (b m*®) cosbo | ,
(16D)

bh(3m) = by m® cos2¢ — by m' cosde . (16c)
The upper sign in (16a) is the result for propagation
along the ¢ direction while polarized in the b direc-
tion, and the lower sign is for propagation along
the b direction while polarized in the ¢ direction,
¢ is zero for HAiaand 7 for Hi b. Small-strain
theory results in the same expression for both -
types of wave, the last factor in the numerator of
(16a) being simply [6%(57)]? for either orientation
of the applied field.

Although we have obtained these results from the
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Hamiltonian in the form of Eq. (9), we have veri-
fied for case 1 that the same results are obtained
by solving the macroscopic equations for the trans-
verse components of magnetization and the elastic
displacements, having first rewritten the Hamilto-
nian of Egs. (2) and (3) together with the elastic en-
ergy in terms of macroscopic quantities. In this
case, in which the spins are aligned along the ¢
axis, the calculation for the present two-sublat-
tice ferromagnet is only slightly different from
that carried out by Melcher®® for the two-sublat-
tice uniaxial antiferromagnet.

ser=27 %L G, j) ,
i<j

SOUTHERN AND D. A. GOODINGS

|~3

III. EFFECT OF TWO-ION MAGNETOELASTIC
INTERACTIONS

In addition to the one-ion magnetoelastic terms
of Eq. (3) there occur two-ion magnetoelastic
terms which come primarily from the strain de-
pendence of the exchange interactions. In this sec-
tion we examine briefly how the inclusion of these
terms affects the results of Sec. II (and the Ap-
pendix),

To second order in the angular-momentum in-
variants S¥, and first order in the finite strains
E,,, the two-ion terms are®®

(17a)

Kme iy )= = Dy 4y E* 8f - 8 ~ D1y B (53) (Sj i - 487 -8y) - g, £ 5F . 8

= Dfa B (5 V) (55 S5 ~ 45 - 8Y) - Y, (B4 (53 5§ — P $) + BL & (59 S} + 57 53%)]

- D§; [Ef 4 (Sp* S5* + S5% 57%) + E§ 4 (Si* S5% + 55% S9%)] . (17b)

The main way in which these affect the results of
Sec. II is to cause the following replacements
wherever they occur in Egs. (14)-(16) and in the
equations of the Appendix:

bymd~vymd+d" m?, (18a)

bym®—~bgm+d m?, (18b)
where

d’:%}\]asz?}f)g, (192)

d5=§Na32§313§j. (19b)

In the latter definitions the sum over j is over all
neighbors of i, not just those on one sublattice.

In practice it will be difficult to separate these
one- and two-ion magnetoelastic contributions,
since their temperature dependence is quite simi-
lar. Inthe calculations to be described in Sec. IV
we have regarded the two-ion terms as making ef-
fective contributions to b}?® and b m®, the size of
which is unknown., However, since the strain de-
pendence of the Heisenberg exchange terms and the
simplest anisotropic exchange terms leads only to
terms of @ symmetry in (17), the two-ion terms
in d” and d° must have their origin in some higher -
order coupling between the angular momenta _S',. and
§j, and thus there is reason to believe that they
will be much smaller than b} and b§.

IV. ESTIMATES FOR Gd, Tb, Dy, Ho, AND Er

Measurements of the changes in elastic constants
as a function of the applied field can be analyzed

using the expressions of Sec. III in order to obtain
accurate values of the various magnetoelastic con-
stants and, in favorable cases, of the anisotropy

~
&)l
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6
10” ac,,/ Cyy

0] 2 4 6 8
(H-H,)/H,

FIG. 1. Acy/cy4 as a function of (H—Hy)/H, for Gd
calculated from Eq. (15a) for a magnetic field along the
a axis. Hy=10 kOe, b§=0.54 %108 ergs/cm?, and ¢,y
=0,226x% 101 ergs/cm®. Solid curves are for propagation
along the ¢ axis and dashed curves are for propagation
along the a axis. Curves are shown for values of the re-
duced magnetization » ranging from 0.85 to 0.5,
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10° 8¢/ Cqe

(H-H,)/H,

FIG. 2. Acg/cqq as a function of (H—H,)/H, for Gd
calculated from Eq. (16a) for a magnetic field along the
a axis. b5}=0.92x 10% ergs/cm® and cg=0.229x 1012
ergs/cm®. The dashed curves are for Hy=5 kOe, while

the solid curves are for Hy=10 kOe. Curves are shown
for values of m ranging from 1.0 to 0.5.

constants as well, In this section we turn this
process around and use the available data for the
magnetoelastic constants and the anisotropy con-
stants to estimate the size of the effects which canbe
expected tobe measured experimentally. Thediscus-
sionis restricted, of course, totemperature ranges
in which ferromagnetism occurs, the temperature
dependence having been expressed through powers
of the reduced magnetization in Secs. II and III. In

40 . — -

3
IO A C44 / c44

(H-H,)/H,

FIG. 3. Acy/cyyas a function of (H —H,)/H, for Tb
calculated from Eq. (15a) for a magnetic field along the
b axis. H(=10 kOe, b5=180x 10® ergs/cm?, and ¢,y
=0.228 X 10%? ergs/cm®. Solid curves are for propagation
along the ¢ axis and dashed curves are for propagation
along the direction of the magnetic field. Curves are
shown for values of m ranging from 1.0 to 0. 3.

fact, in making the estimates that follow we have
replaced ' **1/2 py the (normalized) hyperbolic
Bessel function [,,, ;2(€7(m)) in order to improve
the results in the region of higher temperatures.?
Throughout this section we shall be concerned with
transverse acoustic waves only. Longitudinal
waves will be treated in Sec. V.

TABLE I. Estimates of the anisotropy constants b,, by, b, be,, and the magnetic field parameter # corresponding to
25 D4y D¢y Og g

H=10 kOe.
N, by b, bg bé h for H=10 kOe

92 atoms ¢ ergs ¢ ergs ¢ ergs ¢ ergs ¢ ergs

(10 cm? ) (10 cms) <10 cm® > (10 cms) (10 em ) Ref. (10 cm3>
Gd 3.04 -1.3 +0.69 -0,0064 28,29 19.7
3.04 —-0.55 +0.64 -0.061 -0.0064 30,31 19.7
Tb 3.15 +565 +46 +1.85 28 26.3
3.15 +550 +2.42 32 26.3
3.15 +450 33 - 26,3
Dy 3.17 +550 —-54 -11 28 29.4
3.17 +550 -7.6 32 29.4
3.17 +490 33 29.4
Ho 3.21 +416 +177 +27 28 29.8
3.21 +63 +48 +0,21 34 29.8
Er 3.26 ~180% -272 +622 —382 35 27.2

®Deduced from analysis of HoEr alloys.



540 B. W. SOUTHERN AND D. A. GOODINGS KA
T T T T T 1
D ]
a0l yoo 30} 08 == :
e s
s 7
0‘9////40 © // Dy
320 //// //‘ U«Dzo //
g //// //67 ~ 7
- 27 s © 7
/, - © V. 0.6
< Pl b /
a s < /
Yy /
< ////// NO /
O 10} ///j/ ] — 10
= .
//4/5/ 09
//;/ or | ) _iommm=mtT—
/,/ 10 == 10
o) 2 4 6 8 0 2 4 6 8
(H__Ho)/ Ho (H_Ho)/ Ho

FIG. 4. Same curves for Dy as in Fig. 3 except that
the magnetic field is along the a axis. b§=56Xx 10% ergs/
cm® and ¢4 =0.257x 10 ergs/cm?®.
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FIG. 5. Acge/cgq as a function of (H—Hg)/H, for Tb
calculated from Eq. (16a) for a magnetic field along the
b axis. Hy=10 kOe, b}=77x 10® ergs/cm®, 5]=—41x10°
ergs/cm?, and cgg=0.22x10!% ergs/cm3, Solid curves
are for propagation along the @ axis and dashed curves
are for propagation along the b axis. Curves are shown
for values of m ranging from 1.0 to 0.5.

FIG. 6. Same curves for Dy as in Fig. 5 except that
the magnetic field is along the a axis. b}=89x% 108 ergs/
cm?®, 5%=0, and cg=0.263x 102 ergs/cm?,

Estimates of the various anisotropy constants
obtained from torque measurements and magnet-
ization curves are given in Table I for Gd, Tb, Dy,
Ho, and Er. The values used in the calculations of
Figs., 1-7 were those determined from magnetiza-

(H-H,)/H,

FIG. 7. Acgg/ceq as a function of (H—H,)/H, for Ho
calculated from Eq. (16a) for a magnetic field along the
b axis. H,=10 kOe, b}=31x10% ergs/cm?3, 53=0, and
cge=0.308x 10'% ergs/cm®. Solid curves are for propaga-
tion along the @ axis and dashed curves are for propaga-
tion along the b axis. Curves are shown for values of m
ranging from 1.0 to 0.5.



TABLE II. Estimates of b5.

Cy Temp. of b3 =4c42"(0)

Lotz €ZEe) measurement A¢(0) 108288

cm?® (K) Ref. (1073  Ref. cm?®

Gd 0.238 4 36 0.04 40 0.57

0.213 300 37 0.04 40 0.51

Tb 0.228 300 37 20 41 180

Dy 0.270 0 38 9.16 42 59.4
0.243 298 39 9.16 42 53.5

tion curves by Feron, Hug, and Pauthenet,? Ta-
bles II and III give estimates of b5, b}, and b}
based on the available magnetostrictive data.

A. Gadolinium

Figure 1 shows the estimated fractional change
in the elastic constant ¢, for a magnetic field along
the @ axis. The ordinate is [c}(H) - cXy(Hy)]/ck,
calculated from Eq. (15a), it being immaterial what
strength of H is used for c}, in the denominator.

A value of Hy=10 kOe was chosen, which is prob-
ably large enough to saturate the magnetization and
sufficient to mask the undesirable effect of nonuni-
form demagnetizing fields in nonellipsoidal sam-
ples. The solid curves are the results for trans-
verse waves propagating along the ¢ axis and po-
larized in the g direction, while the dashed curves
are for waves propagating along the ¢ axis and po-
larized in the ¢ direction. Our calculations show
that as m decreases from 1.0 t0 0.3, Acy/cy de-
creases by about two orders of magnitude. Thus
the most accurate values of b3 will be obtained
from measurements at low temperatures., A de-
tailed study of the temperature dependence of the
results might also yield values of the anisotropy
constants*b, and b, contained in the function f,(37).

Estimates of the fractional change in cg based
on Eq. (16a) for a field H along the g axis are
shown in Fig, 2. The results for transverse waves
propagating along the ¢ or b axis and polarized in
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the plane are indistinguishable from each other as
a consequence of the weak hexagonal anisotropy.
To show the effect of choosing different values for
the minimum field H,, curves have been plotted
for Hy=5 and 10 kOe with » ranging from 1.0 to
0.5. Again the greatest fractional change is ex-
pected at low temperatures,

It is worth noting that measurements of Aceg/cqs
for Hlb when compared with the results for Hila
provide the possibility of obtaining independent
values for b} and b}, as may be seen from Egs.
(16), setting ¢ =37 and ¢ =0 in the two cases.

B. Terbium and Dysprosium

Since the anisotropy constants and magneto-
elastic constants for Tb and Dy are about two or-
ders of magnitude larger than for Gd, the fraction-
al changes in elastic constants Ac/c are of order
10-*— 1072 compared with about 10°-10"* in the
case of Gd.? Figures 3 and 4 show calculations
of Acys/c4q for Thb and Dy, respectively, based on
Eq. (15a). The magnetic field was taken to be
along the easy direction (b axis for Tbh, q axis for
Dy) and H, was chosen to be 10 kQOe in each case.
The solid curves are for waves propagating along
the ¢ axis and polarized in the easy direction,
while the dashed curves are for waves propagating
along the easy direction and polarized in the ¢ di-
rection. In comparison with Gd, these curves are
much more nearly linear because the anisotropy
terms dominate the effect of the field in the de-
nominator of Eq. (15a). For Tb the largest frac-
tional changes occur at low temperatures, while
for Dy the largest changes occur in the region of
m=0,85 as a result of a competition among the
various factors in the numerator and denominator
of Eq. (15a).

In Figures 5 and 6 we have plotted estimates of
Acgg/ceg for Thb and Dy, respectively, based on
Eq. (16a). The magnetic field was taken to be
along the easy direction in each case and H, was

TABLE III. Estimates of 3} and b}.

Cee Temp. of A"22(0) AT4(0) by =4ceer"%(0) bY=4cgn”4(0)
12 er%s measurement =2C(0)pvascn ==2A(0)pasn . g ergs 3 ergs
(10 cm > (K) Ref. (1073) 1073) Ref. 107 m® , 100 s _
Gd 0.229 4 36 0.10 40 0.92
Tb 0.22 e 43 8.7 —-4.3 45 77 - 38
0.22 cen 43 8.5 -5.0 41 76 —44
Dy 0,283 0 38 8.5 42 96
0.243 298 39 8.5 42 82
Ho 0.308?% 4 44 2.5 46 31
Er 0.303 63 39 -5.4 47 - 65
0.279 298 39 -5.4 47 - 60

2Shear modulus measured in a polycrystalline sample.
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chosen to be 10 kOe. The solid curves are for
propagation along the a axis polarized in the 5 di-
rection, while the dashed curves have these two
directions interchanged. The small difference be-
tween these two sets of curves results from the
fact that the hexagonal anisotropy is at least 20
times smaller than b (37) near T=0, As f3(37)
falls to zero with increasing temperature, the two
sets of curves become indistinguishable. It can be
seen from Figs. 5 and 6 that the maximum changes
in cgg occur around m=0,75. The fact that the
largest changes do not occur at the lowest tem-
peratures is due to the denominator of Eq. (16a)
decreasing rapidly as m decreases from 1.0 until,
when m is about 0.8, the function f;(37) becomes
comparable with m#z,. The curvature of the curves
other than m =1, 0 is also due to the function

f3(37) having fallen nearly to zero so that only the
magnetic field term is appreciable in the denomi-
nator of (16a). In the case of Tb the curve for
m=1.0 is further depressed because the competi-
tion between b} and b produces a maximum in
bl(3m) near m=0, 92,

C Holmium and Erbium

Since there are no magnetoelastic data from
which to estimate 3 for holmium and erbium, it is
not possible to predict the size of Ac,/cyy for these
metals. Measurements of appropriate sound ve-
locities should yield reliable estimates of this cou-
pling constant and perhaps of the anisotropy con-
stants as well. It may be seen in Table I that there
is a considerable difference between the values of
by and b, for Ho obtained from the work of Feron
et al.? and from Bozorth et al.3*

In Fig. 7 we have plotted estimates of Acgg/cgq
for Ho based on Eq. (16a) using 5%=27x10° ergs/
cm?, the value deduced by Feron et al. ® The solid
curves are for waves propagating along the ¢ di-
rection and polarized in the b direction, while the
dashed curves have these two directions inter-
changed. The magnetic field was taken to be along
the easy direction (b axis) and H, was chosen to be
10 kOe. As for Tb and Dy, the greatest change
occurs in the region m=0.75 as a result of f;(37)
falling rapidly to zero with decreasing m in Eq.
(16a). Rather similar results are obtained for Er
using the parameter values given in Tables I and
III, but the scale of the curves is increased by a
factor of about 3.5. This is mainly due to the fact
that b} is about twice as large for Er compared
with Ho.

If the very much smaller value of 3= 0.21x10°
ergs/cm® for Ho due to Bozorth et ql. * is used in
the calculations, then the function f;(37) in Eq.
(16a) is almost negligible and the denominator of
(16a) depends almost entirely on the magnetic field
terms m#2 and mhy. The result is that the great-
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est fractional change in c¢gg occurs for m=1.0,
with a value about 3. 5 times the maximum in Fig,
7. Thus the magnitude of the change is rather
sensitive to the value of b§. When 5 is small, it
is also sensitive to the choice of Hj.

V. LONGITUDINAL WAVES IN PARAMAGNETIC REGION

As discussed in Sec. II, the requirement of ro-
tational invariance and the use of the finite-strain

tensor led to additional magnetoelastic terms lin-
ear in the antisymmetric strains w,,. For the

case of longitudinal sound waves, there occur other
terms quadratic in the infinitesimal strains €,
which arise entirely from the definition of the finite
strains. From Eq. (1) we have for a pure longi-
tudinal wave

Euu=€uu+%€zuu . (20)

(The summation convention does not apply to this
equation,) When these are retained in the single-
ion magnetoelastic Hamiltonian (3), with the term
in M}, neglected, and thermal averages of spin
operators are taken, we obtain the following ex-
pressions for the changes in elastic constants:

Acgy =~ (bf + 3 b5) PY(cos6){ 0y)/SS(3), (21a)
Acyy =~ (b - $b5) PY(cos8)( Ogy)/SS(3)
71 b 5in%0 c0s2¢ { 0,0)/SS(3), (21b)
where bf and b3 are defined by
b =N, M SS(3) , (22a)
bg =N, M53*SS (3) . (22b)

In Eq. (21Db) the upper sign is for propagation along
the a axis and the lower sign is for propagation
along the b axis. The thermal averages (0,,) are
to be taken with respect to the equilibrium spin
direction, which is specified by (6, ¢). In the fer-
romagnetic region at low temperatures (0,,)/55(3)
reduces to m® in the usual way.® However, in the
paramagnetic region when m(T, H)<< 1, one can use

the approximate relation®2

(Oz0)~ § SS(3)[m(T, D) . (23)
Introducing the susceptibility x(7') through

M(T,H)=x(T)H, (24)
we have

(Oz0)~ 3 SS()[X(T)/M(T=0)FPH* . (25)

This is to be substituted in Egs. (21a) and (21b) to
obtain the changes Acy; and Acy in the paramag-
netic region,

The effect of two-ion magnetoelastic terms may
be included by considering the Hamiltonian in Egs.
(17) and retaining terms which arise from the
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quadratic terms in (20). The changes in elastic
constants become

Acgg={-2(bf+ 5 bg) PYcosd) -(df+%dg)

— (dg2+%d 32) Py(coso)} [x(T)/M (T =0)FH?,
(26a)
Acy=[ - 2(bf - 5 b3) P3(cosd) —(dfy —3dg)

- (df> -~ $d%) PY(cose) F1(2t}+d7)

xsin®6 cos2¢ ][ x(T)/M(T=0)FH?, (26b)

where the following definitions have been used:

af1=N,S*32. B}yy; (27a)
i

d?tzNaszé?ﬁglu ) (270)

dis=N,S*320 Dipy; s (27¢)
i

d§,=N,S*325 Dgyy, (27d)
i

and d” is defined in (19a), The summations in (27)
are over all neighbors of atom i.

The changes in elastic constants in a magnetic
field for longitudinal sound waves have been mea-
sured for Dy and Ho in the paramagnetic region
by Moran and Liithi. # In both cases they found a
quadratic dependence on field outside the critical
region which they attributed to terms of second
order in the strains €,, originating either in the
exchange coupling or in single-ion terms and
depending on a second derivative of the corre-
sponding coupling constant with respect to strain.
The results (26) obtained here from the require-
ment of finite strains likewise vary as H? but de-
pend essentially on a first derivative with respect
to strain,

An alternative explanation for the longitudinal
elastic constants to that of Moran and Liithi was
proposed by Long et al. e They consider the mag-
netoelastic coupling as a perturbation carried to
second order, within the framework of the usual
small-strain formulation. This gives results that
depend on the square of the magnetoelastic con-
stants instead of linearly as in Egs. (26).

From the data of Moran and Liithi for Dy and Ho
we can make a fairly accurate estimate of the
combination in curly brackets of Eq. (26a) for
6=4m, assuming that the present explanation domi-
nates other mechanisms. Using the experimental
x(T) fitted by a Curie-Weiss law and making use
of the relation

Ac/c=2Av/v,, (28).

where v, is the sound velocity in zero field in the
paramagnetic region, we find the values 0. 20 x 102
ergs/cm?® for Dy and 2. 2x 10* ergs/cm?® for Ho.
To obtain these results we used a value of cj;
=0,787x10'% ergs/cm® for Dy measured by Fisher
and Dever® at 300 K and a value of ¢g3=0. 755 102
ergs/cm?® for Ho from the data of Rosen®* at 300 K.
The value of the two-ion magnetoelastic coupling
constant quoted by Pollina and Liithi®” for Dy
(DS%=0. 2% 10 ergs/cm?®) is of the right order of
magnitude to account for the value deduced above,
but their value for Ho (DS?=0. 14x 10*2 ergs/cm?)
is more than an order of magnitude too small,
From Eqs. (26) it can be seen that it may be pos-
sible to deduce separate values for b +d,,
2p2+d%, diy, d§y, and ¥ b} +d” by carrying out
measurements for several different directions of
the applied field.
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APPENDIX

In this appendix expressions are given for | V3, | % in terms of the various magnetoelastic and anisotropy
constants defined in Eqs. (13) and (22). The direction of magnetization is specified by the angles § and ¢.
As is implied by the notation V3, and w3, the first subscript gives the direction of propagation of the sound

wave while the second specifies its polarization:

V.| 2=Eaih‘c-ﬂ 2 ( {[60 m® - 2 b5 m® - b(6)] sin26} N [67(6) sing? (A1)
aa 4p7iw,, 16 N, Sm(A,+ By) 4N,Sm (A, - By) ’

v 'zzEalm'{l 2 <{[6 bim® — 2 b m® + b%(0)] sin26} . [6%(6) sing 2 (A2)
bo 4‘p7iwbb 16 Na Sm(AQ+B0) 4Na Sm(Ao —Bo) ’

v ‘2=1§lﬁalz ([(3bf+zbg)m3sin29]2> (43)
ce 4p7iwcc 4Na sm(A0+Bo) ’
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V|22 E;17q1% ([b5m®cos20 +£,(8)]F cos’¢ . [05m°+£,(0) FF cos®6 sin®¢ (Ad)
ca 4p7’[wca 4 Na Sm(Ao+ Bo) 4 Na Sm(Ao - Bo) ’
v, lzinlh’q\ ( b5 m® cos2 —£,(6)] cos®ep . [b5 m® —£3(6)  cos®6 sin®¢ ) (a5)
ae 4phiw,, 4 N, Sm(Aq+ By) 4 N, Sm(A, — By) ’
v ‘zzEalz‘fqu2 [b5 m® cos26 +£,(6) ) sin®¢ . [65 m° +7,(6) P cos®e cos2¢) (46)
cb 4pliwgy, 4N, Sm(Aq+ By) 4 N, Sm(Ay - By) ’
v |2=Ealhqlz( bs m® cos26 — f,(6) [ sin® ¢, [b5 m® ~£3(6) ] cos® cosch) (A7)
be 4p7iwye 4N, Sm(Ag+ By) 4 N,Sm(Aq - By) ’
v |2=E;L|7Zq\2( [67(6) sin26 ]2 +[bﬁ((-))+f3(9)]zsin29 (48)
ba 4phiw,, \16N,Sm(Ay+B,) 4N,Sm(A, - By) ’
1V, 2= E3 |ﬁ§12< [v7(6) sin26 |? [bZ(G)—fg(G)]asinae (49)
ab 4pfiw,, \16N, Sm(A0+Bo) 4N,Sm(Ay - By) )
For sinf #0,
N, Sm(Ay+ By)= —6bym® PY(cosh) — 200, m*® P9 (cosh) — 425 m** P (cosh)
0 6 6
€ 32, 2 in2o — 7,312 g 2 2y
_ 658 m? sin® cosbe (1 —600t26)+(bzm ) cos C(.96(651n 6-1) +(bgm ) sm290(73 sin®g —2)
(0% m*%)? sin%9 (5 sin®0 — 4) (63 m®) (b} m'°) cosb¢ sin*e (13 sin%g — 10)
* 4" 4c7
hymcos26 _ h, m cos20
+2h,mcosé BTy =1,(6) + 2k, m cosé -~ sms (A10)
e 3\2 2 Y 11312 a3 Y, 1012 L:..6
N, Sm(Aq - By) = — 3605 m® sine cos6¢+(b2m )ECOS 6 +(b2m ) sin’f +(b4m,) sin 9
a 0 0 c C‘r c
5(b2m3)(b m!%) cosBo sin*e  h,m hym
2¢7 *sing =f:(6)+ sing * (a11)

These two expressions serve to define f,(9) and f;(6). The other quantities appearing in these equations are

b%(6) = by m® cos2¢ — b, m®sin®9cosd¢p,  bL(6)= bym® sin2¢ — b m'® sin®f sind¢ , (A12)

h.=N,gug H.S, hy=N, gug (H,cos¢ + H, sing)S . (A13)

When sing =0, the expressions for f,(@) and f;(9) are not valid. Both functions must then be replaced by the
function f;, and Egs. (A10) and (A11) become

N, Sm(Ag+ By)= —3bym® — 100y m!® — 21bgm® + hym =f +hom . (A14)
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- A notation for critical exponents at a tricritical point is proposed on the basis that the line
of critical points observed experimentally in metamagnets, NH,Cl, or He3-He! mixtures de-

fines a special direction in the space of thermodynamic parameters.

Scaling at a tricritical

point implies certain relations among the exponents which are summarized in a table.

I. INTRODUCTION

At the present time there is a well-developed
phenomenological description of ordinary ferro-
magnetic and liquid-vapor critical points in terms
of exponents and scaling, ! and this phenomenology
can be extended fairly easily®?3 to lines and surfaces
of critical points (which arise, for example, in
antiferromagnets, fluid mixtures, and liquid He?)
wherever the ideas of “smoothness”® or “univer-
sality”* are applicable. Probably the simplest
situation at which smoothness and, hence, the con-
ventional description of critical points breaks down
is at a tricritical point, ® and consequently tricriti-

cal points have recently been the subject of several
experimental and theoretical investigations. 878

As might be expected a rather diverse notation
for tricritical exponents has been employed by
different authors. The purpose of this paper is to
suggest a notation which is a logical extension to
tricritical points of the notation for exponents which
is already in use at “ordinary” critical points and
at the same time maintains certain essential dis-
tinctions which arise at tricritical points and which
lead to confusion if ignored. More important, we
wish to suggest a point of view closely allied with
(and, in fact, an extension of) the geometrical
analysis set forth in an earlier paper.2 Scientists



