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Effects of ring exchange interaction on the Néel phase of two-dimensional, spatially anisotropic,
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Higher-order quantum effects on the magnetic phase diagram induced by four-spin ring exchange on plaquettes
are investigated for a two-dimensional quantum antiferromagnet with § = 1/2. Spatial anisotropy and frustration
are allowed for. Using a perturbative spin-wave expansion up to second order in 1/S we obtain the spin-wave
energy dispersion, sublattice magnetization, and magnetic phase diagram. We find that for substantial four-spin
ring exchange the quantum fluctuations are stronger than in the standard Heisenberg model. A moderate amount
of four-spin ring exchange couplings stabilizes the ordered antiferromagnetic Néel state while a large amount
renders it unstable. Comparison with inelastic neutron-scattering data for cuprates points toward a moderate ring
exchange coupling of 27 to 29% of the nearest-neighbor exchange coupling.
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I. INTRODUCTION

Despite the intense experimental and theoretical activities
to understand the origin of high-temperature superconductivity
in layered oxide high-temperature superconductors, the under-
lying microscopic mechanism is still unclear.'™ Very recently
the crucial role of magnetic excitations in these compounds
has been supported by their observation in the whole Brillouin
zone up to high energies and high levels of doping.'’

The conventional route to theoretically investigate the
magnetic properties of these undoped compounds is the
two-dimensional antiferromagnetic (AF) spin-1/2 Heisenberg
model with nearest-neighbor (NN) AF coupling J; and next-
nearest-neighbor (NNN) antiferromagnetic coupling J,.!! For
concreteness, we give the studied Heisenberg Hamiltonian for
a § = 1/2 antiferromagnet on a square lattice:

1 1,
H = Ejl lZS, . S,’+8K + EJI ZZSZ : Si+57v
+1 > Si-8
7 i i i+,

+2K Z[(Si “Sivs,)(Sivs, * Sits,+s,)

+(Si - Sivs,)Sivs, - Sivs,+s,)
—(Si - Sit5,+5,)(Sits, - Sits,)]- (1)

We consider four different exchange couplings: J; for NNs
along the rows, Jl/ for NNs along the columns, J, for
NNNs along the diagonals, and finally the four-spin ring
exchange interaction K. All interactions are assumed to be
antiferromagnetic, i.e., Ji,J{,/»,K > 0. Here i runs over N
lattice sites and 8,8, are unit vectors in both directions. In
the present work, we study the parameter region where the
ground state is of the Neél type as shown in Fig. 1. We
take J; as the fundamental energy scale so that the ground
state and its properties depend on the dimensionless ratio
n := Jp/Ji parametrizing the degree of frustration, the ratio
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¢ := J{/J, parametrizing the degree of spatial anisotropy, and
theratio . = K S?/J, parametrizing the relative strength of the
four-spin ring exchange. Note that the full cyclic permutation
around a plaquette comprises also two-point couplings along
the plaquette edges and along the diagonals.'? But they do not
need to be considered separately because they are incorporated
in Ji, J{, and J,.

Experimentally the ground-state phase diagram of these
frustrated spin systems can be explored from high values to
low values of 1 by applying high pressures. For example,
x-ray-diffraction measurements on Li; VOSiO4 show that the
value of 1 decreases by about 40% with increase in pressure
from 0 to 7.6 G Pa."?

Theoretically, evidence for sizable four-spin ring exchange
K in high-temperature superconductors'“'® was found soon
after the discovery of high-temperature superconductivity.!”
Such exchange processes turned out to be the dominant
subleading correction to the NN Heisenberg Hamiltonian
if it is derived from a three-band Hubbard model'®?° or
from a single-band Hubbard model.>!~>* Experimental evi-
dence for ring exchange stems from the analysis of infrared
absorption,?® of Raman response,’®?” and of inelastic neutron
scattering.">?%2° The results indicate that the ring exchange
coupling reaches between Xip, =2K/J; =0.2 and 0.25
relative to the NN coupling. Note that for § = 1/2 one has
Xring = 8. These findings and the quantitative estimates are
strongly supported by the analysis of two-leg spin ladder
systems such as Sri4Cup4Oq4;, CaglagCuy4Oq4;, and (Ca,
La)14Cu24O41 . 12,27,30-33

The recent discovery of superconductivity in the class
of iron pnictides has ushered in a renewed interest in this
exciting field.>* The parent phases of these materials have been
found to be metallic, but with columnar AF order.>=37 Since
the superconductivity appears in immediate proximity of the
magnetically ordered phase, it is evident that the magnetic ex-
citations play an important role.’**" Neglecting the metallicity
of the parent phases the magnetic excitations can be described
by frustrated two-dimensional Heisenberg Hamiltonians with
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AF Phase

FIG. 1. Classical antiferromagnetic ground state (Néel state) and
the various couplings: J;, J{ are nearest-neighbor interactions along
the row and column directions, respectively; J, is the next-nearest-
neighbor interaction along the diagonals; and K is the cyclic four-spin
ring exchange. All couplings are assumed to be antiferromagnetic,
i.e., J],J{,Jz,K > 0.

S > 1/2,41% although the three-dimensionality cannot be
neglected. ¥ % Ab initio calculations seem to indicate a
strong spatial anisotropy ¢ &~ 0 of the NN couplings*® fitting
to the experimental findings.’®*° But the weak structural
distortion does not explain this strong anisotropy. So either
orbital order’>! or higher-order magnetic exchange such
as NN biquadratic coupling’?~>> may effectively explain the
anisotropy.

Another class of magnetic materials described by the
Hamiltonian in Eq. (1) is that of vanadium phosphates.
Extensive band-structure calculations>® yielded four differ-
ent exchange couplings: J; and J; between NNs and J,
and J, between NNNs in the compounds Pb,VO(PO4),,
S1ZnVO(POy4),, BaZnVO(PO,),;, and BaCdVO(PO,),. For
example ¢ =~ 0.7 and J;/J; ~ 0.4 were obtained for
SrZnVO(POy),. Also the compound (NO)Cu(NO3)3 possibly
realizes the J;-J{-J> model.”’

The above examples corroborate the relevance of the model
Eq. (1).

It is now well known that at low temperatures the spin-
1/2 antiferromagnetic J;-J, model on a square lattice exhibits
new types of magnetic order and novel quantum phases.!!
For J, =0 and K = 0 the ground state is Néel ordered at
zero temperature. Addition of next-nearest-neighbor (NNN)
interactions induces a strong frustration and breaks the Néel
order at a quantum critical point J,/J; =~ 0.4, as found by
1/8 expansions,’®® series expansion about the Ising limit,®!
and the coupled-cluster approach.®®> We stress that the precise
nature of the phase beyond the Néel phase is still intensely
debated.5>-%

A generalization of the frustrated J;-J, model is the J;-
J{-J, model where { = J{/J; is the directional anisotropy
parameter.’”%%% Recently, the role of directional anisotropy
on the magnetic phase diagram has been investigated in detail
using a spin-wave expansion.®’
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The next generalization consists of the inclusion of the
four-spin ring exchange interaction K, which is the next
important coupling after the NN exchange coupling. Using
linear spin-wave theory (LSWT) its effects on the magnetic
properties of the J;-J,- K model were studied in Ref. 16, where
a quasiclassical phase diagram in O[(1/5)°] was obtained. In
Ref. 28 corrections to the spin-wave spectrum to first order in
1/S were studied for finite K using self-consistent spin-wave
theory. The self-consistent spin-wave theory is a mean-field
approach which captures only a part of the second-order
effects O[(1/5)*] in the phase diagram. In particular, it
does not take virtual excitations of two and four magnons
into account. To consider them a perturbative spin-wave
expansion up to 1/5? is needed. That is the goal of the present
work.

In the present paper we investigate the higher-order quan-
tum corrections due to the presence of plaquette four-spin ring
interactions on the antiferromagnetic phase diagram of the
Ji-J{-J>-K Heisenberg model on a square lattice [see Eq. (1)].
Our calculations use the Dyson-Maleev spin representation,
which facilitates the calculation significantly compared to the
Holstein-Primakov representation. The concomitant formal-
ism is presented in the next section. Results for the spin-wave
energies and the magnetizations of the system are presented
and discussed in Sec. IIIl. A quantitative comparison with
experimental data is also included. Section IV contains a brief
summary of our results.

II. FORMALISM

Quantum fluctuations play a significant role in the magnetic
phase diagram of the system at zero temperature. We will
investigate the role of quantum fluctuations on the stability
of the Néel phase. We first express the fluctuations around
the classical antiferromagnetic ground state in terms of the
boson operators using the Dyson-Maleev representation. The
quadratic term in boson operators corresponds to the linear
spin-wave theory, whereas the higher-order terms represent
spin-wave interactions and virtual processes. We keep terms
up to second order in 1/S. In the next step we calculate
the renormalized magnon Green’s functions and self-energies.
Finally, we calculate the magnon energy dispersion and the
sublattice magnetization up to and including terms of order
1/82.

For the Néel ordered phase NN couplings interact between
the A and B sublattices while NNN couplings link A and A
sites or B and B sites, respectively. The Hamiltonian in Eq. (1)
takes the form

BTSS!
1
+5h Y [Pt 48787
+2K SO[(S2- SP) (S - SP) + (8B - S2)(SP- 8P
— (87 Sp)(87 - SP)]. @
where j =i+ 6y, k =i+ 8, +d,, andl =i + 3, as shown

in Fig. 1. Beside the directional anisotropy parameter ¢ =
J{/Ji, the magnetic frustration between the NN and NNN
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spins n = J,/J1, and the cyclic four-spin exchange interaction
term u = K §?/J; we use z = 2 for the coordination number.
This spin Hamiltonian is mapped onto an equivalent Hamil-
tonian of interacting bosons by expressing the spin operators
in terms of bosonic creation and annihilation operators af,a
for “up” sites on sublattice A and bf,b for “down” sites on
sublattice B using the Dyson-Maleev representation:

[ a.Taia,- -

St =+v2S|la; — = , Sy =+2Sa/,
L (25)

Sl =S—ada, (3a)
C . bbb,

+ _ ./ T J 7 - _ /5¢
SBj_ ZS_bj—W}, SBj_ ZSbj,
S5, =—S+blb;. (3b)

Substituting Egs. (3) into (2) we expand the Hamiltonian
perturbatively in powers of 1/S as

H=H ,+H+H +H+- -, “

where H,, is of order 1/5™~!. Note that H_; is just a number
representing the classical energy. We do not discuss it further
because it is irrelevant for the quantum fluctuations. Hence
the 1/S expansion will be performed around the unperturbed
Hamiltonian Hj, which is the zeroth-order Hamiltonian in
this sense. Relative to H, the terms H; and H, are first- and
second-order terms, respectively.

Next the real space Hamiltonian is Fourier transformed to
momentum space. Then we diagonalize the quadratic part Hy
by transforming the operators ax and by to magnon operators
ay and By using the usual Bogoliubov (BG) transformations:

af = hayf +mBox. boe=mef +hfo. ()

_ NSz +¢ —8p)
o 28

H;
k

> A(efon + BB + Bule Bl + Borend] —
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The coefficients /i and my are defined as

1+e 17 1
lkz[ k] , mkz—sgn(yk)[

a1
:| = —xilk,
2€k

26k
L a1” (6)
Xk = sgn()/k)|:1 +5ki| ,
with Y, = cos(ky), yi, = cos(ky), and
€k = (1 - )’1(2)1/2, (7a)
14
Vo=, (7b)
Kk
1—-4 —4 ,
i = ( W)Vix + (€ M)Vk)’ (70)
14+¢—8u
Y2k = YixViy (7d)
2(n —2u)
=]1— — (1 — . 7
Kk T4co SM( Y2k) (Te)

The function sgn(yx) keeps track of the sign of yx in the first
Brillouin zone (BZ). After these transformations, the quadratic
part of the Hamiltonian takes the form

Hy = JiSz(1+¢ = 8u) Y rle — 1)+ J1Sz(1 + ¢ — 8)
k

X Z Kkek(alak + ,Blﬂk). (8)
X

The first term is the quantum zero-point energy and the second
term represents the excitation energy of the magnons within
linear spin-wave theory (LSWT).!¢

The part H, comprises the 1/S contribution to the Hamil-
tonian. We follow the same procedure as described above. The
resulting expression after transforming the bosonic operators
to magnon operators is

J1Sz(A+¢ —
2SN

8
2 3 s6(1+2 -3 — Aiblsl
1234

X [V1(21334“i“;0‘3“4 + 2V1(§;)34“I/3—2“3°‘4 + 2V1(;;)340‘I“;/3i3“4 + 4V1(§;)34°‘I“3ﬂi413—2
5 6 7 i i 8 9
+2V1(2;)34:3140‘3/3—2ﬂ—1 + 2V1(2;)34:3i416i30‘§ﬂ—1 + V1(22)34a1a£,8i3/3'74 + V1(2;)34ﬂ—1,3—2013054 + V1(2?34ﬁi4,3i3ﬂ—2ﬂ—1]~ &)

In the above equation momenta k,k;,Kk3, and k4 are abbreviated as 1, 2, 3, and 4. The first term in Eq. (9) is obtained by normal
ordering the products of four boson operators with respect to creation and annihilation in the magnon operators; i.e., magnon
creation operators appear always to the left of magnon annihilation operators. The coefficients Ax and B read

1 1 1
Ax = A — [k — J/12k] + Aze—[l — yxl + A3e_[(l + vak) — Y(Vix + Vi)l
K K

Kk€k

1 1
By = Bi—yi[1l — yak] + A3 —[(Vix + Y1) — (1 + v21)1,
Kk €k €k

where the shorthands

2 1
Al = (ﬁ) ; ;[prlp +ep — 1],

_2n=dw (2N b
A2_1+§—8M<N>;ep[l & — Voo,

(10a)

(10b)

(11a)

(11b)
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A e 2 22[1 + px + Vpy)] (11c)
=— v —[l—e - o)l c
STt c—8u\N o p T Y2p = VplVpx T Vpy
20 —2p) (2 1
B = it — — 11d
e LAY ijep[yzp YoVip) (11d)
are used.
The second term in Eq. (9) represents scattering between spin waves where the delta function dG(1 + 2 — 3 — 4) ensures that
the momentum is conserved within a reciprocal-lattice vector G. Explicit forms of the vertex factors Vl’;i’3’5’7’8 are given in
Appendix B.

The second-order term, H,, is composed of six boson operators and is only present when p # 0. Before the Fourier and BG
transformations H, is of the following form:
8usS

, 1 1
== > [(aja,- +bib; +ab; +af b})<a£ak17,§za,Z + Saiaab + EaZb}b}bg>

+(alag +b'b; +arh; +alb|ala:blb Y dlaaby + Lalbibip
yak +b;bj +abj +ab;) “ialzf"'zaiatatf"'zaiezf

P s Ui i i P
+ | a;aib;bj + 4 ajaib; + Ea.b-bbj (agar + byby + axb, + ayb,)

LA

+(ala bTb-—l—laTaab»—i-labebTh (ala; +blbe + aibe +a'bh)
kD0 T S kD) T S 4D 0 )i di D¢ +aibg+a; b,

. 1 . 1 .
—(ala; + alay — a;a] — ajak)<b}bjb}be - zb}bj.bjbg - Eb,bgb}m)

—(dlasalar — ~alaaial — 2alal (bb; + biby — bbbl — biby) (12)
a;a;a;ai 2(1i a;a;a; 2(1[ a,aray i0j O Dy ibe) |-
After Fourier and BG transformations to magnon operators oy, Sk the Hamiltonian in normal-ordered form reduces to

4pzs

H, = — 25)? Z[Clk(ai(xk + ,311,31() + Cgk(alﬁik + Bxas) + ... 13)
k

The dotted terms contribute only to higher than second order corrections and are thus omitted in our calculations. The coefficients
Cix and Cy are given in Appendix C.

The quasiparticle energy E{F for magnon excitations, measured in units of J;Sz(1 4+ ¢ — 84) up to second order in 1/, is
given as

. 1 B}
EMY = By 4+ — A + Tk, Ey) — —% |, 14
k Kt ook T a5y aa (K, Ex) S, (14)
Expressions for the magnon Green’s functions and self-energies are given in Appendix A. The dynamic contributions to the
second-order self-energies X are second order in the vertex factors V). These are the contributions which are missed by
self-consistent spin-wave theory.

The sublattice magnetization M for the A sublattice can be expressed as

Mag = S — (ala) = § — AS 4 o 4 D (1)
AF i di (ZS) (2S)2 ?
where
2 1 1
As— 2 1 (16a)
N 2€k 2
2 lkkak
v 2 By 16b
TN TA -
2 B2 I 2?2 BA+m)VD akipa Vikip
= 2 3] ) e+ M50 o (2) T2 [ bt et
N2 w22 TR N) & (Ex + Ep + Eq + Exsp—q)
7 (5)
2k Vi p g licp—al Vlk+pql,q,p,ki| } (16¢)
E} — (Ep + Eq + Exip—q)?
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The zeroth-order term AS corresponds to the reduction of
magnetization within LSWT, M corresponds to the first-order
1/S correction, and M, is the second-order correction. Again,
the parts which are second order in the vertex factors are not
captured by self-consistent spin-wave theory.

III. RESULTS

1. Spin-wave energy

We obtain the spin-wave energy 2J; S(1 + ¢ — 8u) ELT for
S = 1/2 as a function of momenta (k,,k,) for several values
of ¢,n, and pu by evaluating Eq. (14) in the first BZ. For the
numerical summation we divide the first BZ in a mesh of N?
points with N, = 48 and then the contributions from all the
points are summed up to evaluate the third term in Eq. (14). In
the Dyson-Maleev formalism, no cancellation of divergences
occurs, so the convergence of the numerical results for N;, —
oo is very good. This is a crucial advantage over the use of the
Holstein-Primakov representation. We estimate that the results
for Ny = 48 will not change more than in the third digit if N,
is chosen larger.

Figure 2 shows a comparison between the results from
LSWT (long-dashed lines) and first-order (dot-dashed lines)
and second-order corrections (solid lines) to the spin-wave
energy spectrum for isotropic coupling ({ = 1) for two choices
of frustration and ring exchange. For the moderate value © =
0.025 corresponding to 2K /J; = 0.2 the 1/S correction is
substantial while the 1/S? correction is fairly small. This is
very similar to the corrections for the NN Heisenberg model at
w = 0.5860-67-69 The right panel of Fig. 2 tells quite a different
story. For substantial ring exchange the quantum corrections
are very large and cannot be ignored. We point out that this is
not due to the frustration alone, as can be seen by inspecting the
results for substantial values of 7, but without ring exchange
w = 0, in Ref. 60. The 1/S? corrections for ;& = 0 are as small
as they are for the NN Heisenberg model, in contrast to the
result in the right panel of Fig. 2.

In the panels of Fig. 3 the evolution of the spin-wave
energy spectrum including corrections up to second order
for various values of ¢,7n, and u are shown. The spin-wave
dispersions for the couplings ¢ = 1 and 0.4 at u = 0 were
reported earlier using the Holstein-Primakov representation.®
The results from the Dyson-Maleev and Holstein-Primakov
representations coincide, as it has to be for physically observ-
able results of a systematic expansion in a small parameter.

For u© =0 and n = 0, the energy at (/2,7 /2) is larger
than the energy at (;r,0) (see the upper left panel in Fig. 3).
This dip of the dispersion at (r,0) was first computed by
high-order series expansion (HSE) around the Ising limit’""!
and was confirmed by quantum Monte Carlo calculation
(QMC).”?> HSE and QMC find that the dip is about 9% deep,
ie., {E[(7/2,7/2)] — E[(%,0)]}/E[(x/2,7/2)] ~ 0.09. Ex-
perimentally, the dip is found to be about 7% in compounds
in which no couplings beyond J; are thought to play a role, in
reasonable agreement with HSE and QMC.*?

In contrast, LSWT and order 1/S do not find a dip at all.
In order 1/ 2 itis present but as small as 1.4%, and in order
1/5? it takes the value of 3.2%.%° Thus one must be aware that
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the data in Fig. 3 do not capture all aspects of the dispersion
between (,0) and (;r/2,7/2). But in the remaining BZ the
significance of corrections of third order and higher is rather
small and the agreement with the series-expansion results is
very good.

Having the above minor caveat in mind, we discuss the
much stronger influence of frustration and of ring exchange in
the following. Increasing the value of u to positive values the
energy at (r/2,7/2) decreases more strongly than the one at
(7r,0) (see the left panels in Fig. 3). Hence, beyond some finite
value of four-spin ring exchange there is a dip from (7,0)
to (w/2,m/2). This agrees qualitatively with experimental
findings,"> which see a 13% dip, and with an analysis based
on self-consistent spin-wave theory.”® Even larger values of
w will lead to a complete softening of the magnon mode at
(/2,7 /2). This indicates a competition between an ordered
orthogonal state at modulation (7 /2,7 /2) and the ordered Néel
state at (;r,7r) upon increasing (.

Another important issue is the effect of finite frustration
n > 0, which has been investigated before without ring
exchange.’>® Indeed, finite frustration induces a signifi-
cant dip at (w,0) relative to (w/2,7/2), i.e., E[(7,0)] <
E[(m/2,7/2)], so that frustration pushes the system into the
opposite direction as does the ring exchange. But in the
presence of substantial ring exchange the effect is reversed:
Comparing the upper and lower left panels in Fig. 3 and
inspecting Fig. 4 we see that increasing frustration supports
the tendency to soften the mode at (7/2,7/2), which will
eventually destabilize the Néel order.

Spatial anisotropy (see the right panel in Fig. 3) does
not alter this picture qualitatively. A strong anisotropy { < 1
seems to support the tendency to mode softening and the
concomitant destabilization of the Néel order.

2. Quantitative analysis of inelastic neutron-scattering data

We use our model to quantitatively analyze the experi-
mental data obtained in Ref. 2 by inelastic neutron scattering
for La,CuQO4. We disregard any spatial anisotropy because
La,CuQy is tetragonal, so we set ¢ = 1. The experimental
data display a significant dip at (/2,7 /2) relative to the
energy at (7,0). This points toward a sizable four-spin ring
exchange.!-?

Our findings are shown in Fig. 5. They strikingly confirm
that substantial values of & are needed to explain the observed
energy dip at (w/2,7/2). For instance, for n = 0 one needs
u = 0.034, and J; = 143 meV, for n = 0.01, © = 0.036, and
Ji = 146 meV; for n = 0.02, u = 0.0375, and J; = 148 meV
(not shown). Even for n = 0.10 the parameters u = 0.046
and J; = 174 meV yield a theoretical dispersion which is
indistinguishable from those displayed in Fig. 5. Note that the
agreement of the steeply rising parts of the dispersion is not
completely perfect because the theoretical curves remain a bit
below the experimental data points.

We conclude that from the experimental data for the
spin-wave energies the relative frustration and the relative ring
exchange cannot both be determined independently. Based on
the results of systematic derivations of extended Heisenberg
models for the cuprates starting from microscopic Hubbard
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FIG. 2. (Color online) Spin-wave energy E{?F/ J) obtained from LSWT (long-dashed lines), with 1/S (dot-dashed lines) and with 1/S>
corrections (solid lines) for the Néel ordered phase. We have chosen spatially isotropic coupling ¢ = 1. In the left panel we show the corrections
for relative frustration n = 0 and ring exchange ;v = 0.025; in the right panel we show them for frustration 7 = 0.2 and ring exchange u = 0.12.
In the latter case, the 1/S? terms in the Hamiltonian provide significant corrections to both the LSWT and 1/ results.

models'>?32* we stick to small values of frustration n & 0.01.

According to our fits this implies x5, = 2K /J; = 8 = 0.29.
This relative four-spin ring exchange is slightly larger than we
would expect from the systematic derivations.!>>>?* It is also
slightly larger than the value 0.24 found in the analysis by
self-consistent spin-wave theory.?®

On the one hand, the agreement is good in view of the
remaining uncertainty in the description of the spin-wave
energies at the zone boundary (see our discussion above). On

2.5
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the other hand, a further improved theoretical treatment of spin
waves is desirable.

3. Sublattice magnetization and phase diagram

We calculate the sublattice magnetization Map from
Eq. (15) by numerically evaluating Eqs. (16a)-(16c) with
¢ =1 and 0.8 and for u = 0,0.12, and 0.22. Especially to
obtain the second-order correction term M, we sum up the
values of N7 /4 points of k in a quarter of the first BZ and N7

25— | — |u= -
[oino] | o T ]
S 3 | — 1u=0.08 —
- 3 ; — 1=0.10 .
- 1sE ‘ .
gk
S

7=04,1=0.1

i — 1p=00s ]

2 — u=0.08 —

- — 1u=0.10 -

~ .t ‘ i

g 1.5 N 7

>
‘M -
= 1~
o Ir
0.5

(0,0) (m,0) (W2m2)  (mm) (m,0)

FIG. 3. (Color online) The effect of 1 on the spin-wave energy EfF/J; for the Néel ordered phase with 1/S? corrections shown for two

values of n = 0,0.2and ¢ = 1.
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FIG. 4. (Color online) Spin-wave energy EAF/J, including 1/52
corrections for ¢ = 1,4 = 0.12 for various values of 7.

points of p and q in the first BZ, with N;, = 36 sites along one
axis.

Figure 6 shows the sublattice magnetization with increase
in the frustration parameter n = J,/J; for the isotropic case
¢ =J{/Ji =1 for three different values of plaquette ring
exchange coupling . = K S?/J; = 0,0.12, and 0.22. For each
case, three different curves are plotted: The long-dashed lines
represent the LSWT prediction, the dotted lines include the
first-order (1/S) correction to the LSWT results, and the solid
lines include corrections up to second order (1/5%). Upon
increasing frustration the dotted curves of the first-order cor-
rections diverge. However, 1/ corrections (M) significantly

350 : :
F B ‘ - %\\ i ]
300 Y L | & 2
- / | ok | | i ]
F | R ]
250 I i i ]
> r ] 1 LR ! ]
2t | | | ]
g 0r p ! 3 3 E
2 sob | 3 | ]
% 150F |/ ! ; | E
va [ | ! ! ! ]
=2 CoJ ! ! ! ]
- 1001 — — 1=0.00, p=0.000]! i E
) | —— n=0.00, u=0.034|; | ]
i A R n=0.01, u=0.036 3 3 ]
0 3 | | E
L :

(%70) (TE,O) (1{/2711;/2) (TC,TC) (TI,O)

FIG. 5. (Color online) Comparison of the measured spin-wave
energy ELF as obtained by inelastic neutron scattering in La;CuOy
with the theoretical results including 1/5? corrections for the spatially
isotropic model (¢ = 1) for N, = 24. For given moderate values n
of relative frustration a value u of the four-spin ring exchange can be
found such that the dispersions match the experimental data.
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FIG. 6. (Color online) The sublattice magnetization Mg plotted
for ¢ =1 and for three different values of u =0 (black), 0.12
(blue/dark gray), and 0.22 (orange/light gray) as a function of the
relative magnetic frustration 5. For all three cases, results from linear
spin-wave theory (dashed lines) with 1/S (dot-dashed lines) and with
1/8? corrections (solid lines) are shown. Magnetization curves with
1/S corrections alone diverge in all cases. However, 1/S? corrections
compensate the divergence, and the magnetization curves steadily
decrease to zero at critical values n.. We find n. = 0.411 (u = 0),
0.423 (u = 0.12), and 0.399 (u = 0.22).

increase with frustration and stabilize the apparent divergence
of the magnetization. We find that the magnetization with
second-order corrections decreases steadily at first with in-
crease in 7 and then sharply drops to zero at a critical value
of n = n.. Assuming that the Néel phase loses its stability
continuously, 7, marks the quantum critical point at which the
AF order is destroyed and the system enters into another state
characterized by other types of order. The precise order of the
phase transition and the nature of the subsequent phase are still
matters of intense debate.®3~%

Without four-spin ring exchange, i.e., © = 0, Mar with
second-order corrections begins from 0.307 at n =0 and
decreases upon rising frustration until n ~ 0.32. Finally it
vanishes at 7.} =~ 0.411. For this case, we reproduce the
magnetization plot obtained in Ref. 60 using a similar
perturbative 1/S expansion based on the Holstein-Primakov
representation. The LSWT prediction for the critical point is
lower at 20.38. With increase in the four-spin ring exchange 1
the values of the magnetization at = O increase. For example,
we find Map(n = 0,0 = 0.12) & 0.458 and Map(n =0,u =
0.22) ~ 0.524. These numbers are significantly larger than
the predictions from LSWT, which are 0.381 and 0.466,
respectively. We conclude that without NNN frustration (n =
0) the pure four-spin coupling u favors the Néel order. This is in
qualitative accord with the observation that the spin gap of the
disordered paramagnetic phase of spin ladders is reduced on
increasing four-spin coupling j¢.!%3%3233 Thus finite four-spin
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FIG. 7. n.-p phase diagram for ¢ = 1. With increase in u, 1.
increases up to a maximum value 0.423 at © = u; ~ 0.12 and then
sharply decreases. This shows that the ring exchange coupling ©
initially favors the Néel ordering of the NN spins until the turning
value p, is reached. For i > u,, the four-spin coupling enhancement
destabilizes the Néel order.

coupling pushes spin ladders closer to a gapless phase which
is likely to display quasi-long-range order with power-law
correlations.

We observe that first- and second-order corrections provide
significant contributions to the entire magnetization curves.
For small pu, the corrections M, start from a small positive
value and then switch sign and become negative with increase
in n. However, for large u, say u© = 0.22 M,, corrections are
negative throughout.

Another interesting feature portrayed in Fig. 6 is the change
in the critical value of n with u. For = 0 the magnetization
vanishes at the critical value of frustration 1, &~ 0.411. With
increase in u, the value of 1, increases initially until a turning
value of u = pu, & 0.12 is reached beyond which 7, decreases
again. For example, 1. ~ 0.423 for u© = 0.12, but . =~ 0.399
for u = 0.22. This implies that the four-spin ring exchange
interaction favors the Néel order and thus extends the AF
region only for small values. Beyond the turning value u = u;,
the ring exchange coupling destabilizes the Néel phase. This
is shown in the n.-u phase diagram in Fig. 7.

Next we study the influence of directional anisotropy
between the horizontal and vertical NN couplings implying
¢ < 1. This spatial anisotropy does not lead to frustration, but
it weakens the NN coupling because the vertical NN coupling
is lowered. Hence we expect a qualitatively similar behavior
as before, but at lower values of 1 and w. This expectation is
confirmed by the following results.

Figure 8 shows the magnetization upon increasing n for
the spatially anisotropic case. We choose ¢ = 0.4 with the
three values of ring exchange coupling p = 0,0.08, and
0.13. Here the values of the magnetization without NNN

PHYSICAL REVIEW B 85, 144420 (2012)
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FIG. 8. (Color online) Sublattice magnetization M with spatial
anisotropy ¢ = 0.4 between the vertical and the horizontal NN
couplings for three values of u = 0 (black), 0.08 (blue/dark gray),
and 0.13 (orange/light gray) as a function of frustration ». For all three
cases, results from LSWT (dashed lines) with 1/S (dot-dashed lines)
and with 1/5? corrections (solid lines) are shown. Map with 1/S
corrections alone diverge for 4 = 0 and 0.08, but not for u = 0.13
where it converges.

frustration are Mar(n = 0,u = 0.08) ~ 0.40 and Map(n =
0,0 = 0.13) =~ 0.438. Again these numbers are larger than
the LSWT values, which are 0.350 and 0.406, respectively.

It is interesting to observe that with increase in 7 the
magnetizations with just 1/S corrections (dotted curves)
diverge except for the case when w = 0.13. We find that
this divergence ceases to occur for . 2 0.10. As before, 1/5>
corrections significantly modify the magnetization curves. The
critical values of n at which the Néel phase is unstable are
0.176, 0.191, and 0.15 for u = 0,0.08, and 0.13, respectively.
The LSWT predictions for these three cases are 0.172, 0.188,
and 0.194, respectively. Notice that the LSWT prediction
ne = 0.194 for u = 0.13 is larger than the value 1, = 0.15
obtained including first- and second-order corrections.

It is worth exploring the influence of the spatial anisotropy
¢ on the n.-u phase diagram. This is done in the panels of
Fig. 9 for ¢ = 0.4 and 0.2. The results are qualitatively similar
to those for ¢ = 1 in Fig. 7, but at lower values of n and u
as we expected. The Néel phase is stabilized by small values
of . But beyond the turning values u, the four-spin ring
exchange starts to reduce the parameter region of the Néel
phase.

IV. CONCLUSIONS

For the S = 1/2 Heisenberg model the four-spin ring ex-
change coupling on plaquettes is the next important interaction
after the nearest-neighbor exchange. In this work we have
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FIG. 9. 7n.-p phase diagram for ¢ = 0.4 (left panel) and 0.2 (right panel), to be compared with the phase diagram for the spatially isotropic

case { = 11in Fig. 7.

investigated its influence on the zero-temperature magnetic
phase diagram of a spatially anisotropic and frustrated Heisen-
berg antiferromagnet on the square lattice.

In particular, we studied higher-order quantum effects
in a systematic perturbative spin-wave expansion in the
inverse spin S. We have calculated the spin-wave energy
and the magnetization up to and including the second-order
corrections. They contribute significantly to the shape of
the magnetic phase diagram, especially as the frustration
between the next-nearest-neighbor spins increases. The ob-
tained magnetic phase diagram shows that the four-spin
ring exchange coupling initially favors the Néel order until
a specific turning value is reached. Beyond this values a
further increase in the ring exchange coupling increases
the frustration in the system and reduces the parameter
region in which the Néel order represents the stable ground
state.

Moreover, we analyzed the available neutron-scattering
data for La,CuQO,4 and found that a ring exchange coupling
2K of about 27 to 29% of the nearest-neighbor exchange
is required to explain the data. The additional determination
of the relative frustration in a three-parameter fit is not
possible because the dispersions for various triples of nearest-
neighbor exchange, frustration, and four-spin ring exchange
are indistinguishable if the energies at (;r,0) and (7 /2,7/2)
are matched.
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APPENDIX A: GREEN’S FUNCTIONS AND
SELF-ENERGIES

The time-ordered magnon Green’s functions are defined as
Gaa(k,1) = =i (Tler()e O)]),
Gpp(k.t) = —i{T[BL (B0,
Gap(k.1) = —i (T [a()B-k(O)]),
Gpa(k,1) = —i(T[BL (e (O)]).

(Ala)

(A1b)

() o S o B B
p
"N o O
N v gy ®

£ _“2_"_‘1_,_,_ <k

(2) S (7)

\ B
L \‘Wp
k v Tk K V(3) k

FIG. 10. (a) The solid and the dashed lines corresponding to the
o and B propagators. Second-order diagrams for the self-energies
Z2(k,w) and Z[g,) (k,w) are shown in (b) and (c). The diagrams in (d)
contribute only to TP (k,w). VA,V VO VD V® are the vertex
factors. Note that at each vertex two arrows enter the vertex and two
leave it, which reflects the conservation of the total S, component.
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Considering Hy as the unperturbed Hamiltonian the Fourier-transformed unperturbed propagators are

1

w—Ey+i8’ —w— Ey+i8’
GYyk.w) = Gy, (ko) =0, (A2b)

with § — 0+. The spin-wave energy Ex = kke€x is measured in units of J;Sz(1 + ¢ — 8u). The graphical representations of the

Green’s functions are shown in Fig. 10(a). Note the differing convention for the arrows which help to represent the conservation

of the total S, component in the diagrams efficiently (see Fig. 10).
The full propagators G;;(k,w) satisfy the matrix Dyson equation

G0 (k,w) = Ghp(k,w) = (A2a)

Gijk.w) = G)(k.w) + Y G, (K,0) Ty (k,0)Gj(k.0), (A3)

mn

where the self-energy X;;(K) can be expressed in powers of 1/(2S5) as

% (k,w) = (;—S)Ef_})(k,w) + a7 ko) + ... (Ad)

The first-order self-energy terms read
Teok,0) = E;,B(k,a)) = Ay, (A5a)
Bep(k.0) = Tho(k,w) = By. (A5b)

The second-order self-energy terms originate from the Feynman diagrams in Figs. 10(b)-10(d). The coefficients C;x and Cyg
stem from the normal ordering of H,. The complete expressions read

2 By [V o+ VO W 2}
2 () 2 PL kp.pk k.p.p.k 2
T2 (k,0) = TEk,o) = Ci + (ﬁ> > ety T + (ﬁ) > 2t labiclicip-q)
P pq
() (3) ©) ®)
« { Vk,p,q,[kerfq] V[k+pfq],q,p,k _ Vk,p,q,[kﬂrq] V[k+pfq].q,p,k } (A6a)
w_Ep_Eq_E[k+p—q] +l8 w+EP+Eq+E[k+p_q] —18 ’

2 2
Tokw) = THK,w) = Cy + (ﬁ) > 28y Laliclicip—q)’
Pq

2) (7 @) (5)
{ Vicp.alk+p—a1 Vikcip-alap.k _ Vicp.ak+p—al Vikp-alap.k } (A6b)
w — Ep — Eq — E[k+p_q] +i8 a)+Ep+Eq+E[k+p_q] —1i6 ’

where [k + p — q] is meant to be mapped to (k + p — q) in the first BZ by an appropriate reciprocal vector G. In deriving
Egs. (A6a) and (A6b) we have used the symmetry properties of the vertices [see Eq. (B2)].

APPENDIX B: VERTEX FACTORS

The expressions for the vertex factors are very lengthy. It is convenient to first define the following functions:

T =n0-H+rn2-H+1rn0-3)+1n2-3)—rnl)— @2 —»n0-3-4)—-—rn2-3-4,
D =rn0-9H+rn2-4+rd-3)+r2-3),
S =y @Dy -4 +r(0+2-Hy,(1 =D+ (1 =3)y,(1 +2-3)+ (2 —3)y,(3)
+r:B)2=3)+ (1 +2=3)y,(1 =3) + (1 =DHy,(1 +2 - 4) + (2 — Dy, (4),
S =@y (1 =H+y(1+2-Hy,2—H+ 72 —=3)y,(1 +2—=3)+ y(1 = 3)y,(3)
+7:Byy(1=3)+7(1+2 =32 -3)+ 12 —-Hy,(1 +2 -4+ y(l —Dy,(4),
S=ypl-3-Dy,2-4)+r(Dyy,2-3)+rn(0-9Hy,2 -3 -4+ y: (1 =3)y(2)
+72=3-4y,(1 =D+ r7:QDpyy(1 =3)+ 2 —=4y,(1 =3 =4) + y:(2 = 3y, (1),
Si=p1=-3-Hy,2-3)+r(DHy,C-H+rn(-=-3)y,2-3-H+ -9y (2)
+72=3-Dy,(1 =3)+7:Qy,(1 =H + 12 =3)y,(1 =3 =4 + (2 — Dy, (1),
S =y:@Qyy2=3)+r2-3-Hy,2 D+ (1 -Dy,(1 =3 =4 + y:(1 = 3)yy(1)
+y:(Dyy(1=3) + (1 =3 =Dy, (1 = H + 2 = Dyy(2 =3 —4) + 7 (2 = 3y, (2),
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S6 = Q2 =D+ (2 =3 -Dy,2 = 3) + y:(1 = 3)yy(1 =3 = 4) + 1. (1 — Dy, (1)
+r(Dyy(1 =D+ (1 =3 -Dy,(1 =3)+ 12 -3)2 -3 -4+ 2 — Dy (Q2),
S =1 +2=-3)y,(1 =D+ y B2 —DH+ (1 =3)y,(1 +2 -4+ y(2 = 3)y,(4)
+y:(1+2=4y,(1 =3) + 7Dy, (2 = 3) + (1 = Dyy(1 +2 = 3) + 7 (2 — Dy, (3),
Ss =y (1+2=3),2 =D+ Byl =4+ 72 =3)yy(1 +2 = 4) + (1 = 3)y,(4)
+r(1+2=-4y,2=3)+y:Dyy(1 =3) + 12 = Dyy(1 +2 = 3) + yu(1 — Dy, (3),
So =yl =Hyy2 =D+ 1 (1 =3)y,2 =3) + 72 =Dy, (1 —4) + (2 = 3)y, (1 = 3),
Sio =2 =32 -H+ (1 -3y, -H+y2—-4Hy,2—-3)+y:(1 =4y, (1 = 3),
Sit = v Qyy@) + v yy2) + (1 +2 =3y (1 =3 =4 + y(1 =3 =Dy, (1 +2 - 3)
+r(1+2 =Dy, (D) + Dy, (1 +2 =+ 1.2 =3 = Hy,3) + 1. B)yy(2 -3 —4),
S =1Qyy3)+ 1By, +r(1+2—-4Hy,(1 -3 -4 +y(1 -3 -4y, (1+2-4)
+7:(1+2=3)y,()+yDyy(1+2=3)+ 72 =3 - Hy,d) + 1Dy, 2 -3 -4,
Siz = ve(Dyy@ + v @Dyy(D + (1 +2=3)y,2 =3 -H + (2 =3 =Dy, (1 +2 - 3)
+7(1+2-Hy,2Q)+ @y +2 -4+ 71 -3 -Dy,3) + 1By -3 -4,
S =y (DHyyB) + 7By, + (1 +2-Hy,2 -3 -+ 2 -3 -4y, (1+2-4)
+7:(1+2=-3)y,2)+ @y, (1 +2=-3)+ (1 =3 =Dy, + y:(Dy,(1 =3 —4).

The vertex factors required for our calculations are

Vidhs = [=x371(2 = 3) — 2412 — 4) — xpx00:31(1 — 3) — xpx0024 1 (1 — 4)
+xx2y1(1) + Y1(2) + x1x02x3x471(1 — 3 — 4) + x3x41(2 — 3 — 4)]

n—2u 4 :
| ———— |2+ Poxixsxa]lTi — | —————— || — (2 + Pox3xa) T + = (St + X125 + x1x353 + x1x4S.
(1_'_;_8“)[2 6X1x3x4]17 <1+§—8u>[ (2 GX3x4) > 2(1 1X252 + X1X353 + X1 X454

+x2x385 + x2x486 + x3x4S57 + X1 x2x3x4S8 — 2x1S9 — 2x2x3%4S10 — X451 — %3512 — X1X2X4S513 — X1X2X3814)},

(Bla)
Vishs = [=x171(1 = 3) — 2012 = 3) — xpx3:71(1 — 4) — 120334012 — 4)
n—2pn

+x3y1(D) + x20371(2) + x1x0471(1 =3 —4) + 000412 — 3 —4)] + (—
1+¢—-8u

)[x3 + Ogx1x2x4]1 T3

4 1
_ <—'u) [ — (x3 + Pax1x2x0) T2 + = (22381 + X1x385 + X1X283 + X1 X2X3%4S4
1+¢—-8u )

+ 85 + x3x486 + x2x457 + X1 X488 — 2x1X2x389 — 2x4S10 — X2X3X4811 — %2812 — X1%3%4513 — x1814):|,

(B1b)
Vs = [xxsxan(l = 3) — vy 2 = 3) — 1112 — 4) — xap (1 — 4)

n—2p

+x1x471(2) + xox4y1(D) + x12371(2 = 3 —4) + xx31(1 =3 —4)] + (—
14+¢—8u

)[x1x2x4 + ®gx3]J)

4 1
_ (—1 " {'u_ 8#«) [ — (x1x2x4 + Pgx3) 2 + 5(x1X481 + X2X4S5 + X3X4S3 + Su + X1X2x3%4S5

+ x1%286 + X1X357 + X2X388 — 2x489 — 2x1x2x3810 — X151 — X1X3%3S512 — 12513 — X2X3X4514)} (Blc)
Vihs = [ixayi(1 = 3) + x50 (1= 4) + 106301 (2 — 4) + x0x41 (2 — 3)

n—2pn

—x1x3%4Y1(1) — x2x3x471(2) —x1y1(1 =3 —=4) —x20p1 2 -3 - D] + (—
1+¢—-8u

)[—X3X4 — ®gx1x2]0

4n 1
- <1+§——8M) [(x3x4 + Pgx1x2) T2 + E(_x2x3x481 — X1X3X48) — X1X2X453 — X1X2X384 — X485 — x356

— 1287 — 0188 + 2x1x0x3%4S9 + 2810 + x2x3511 + 12x4S12 + X1x3513 + X1X4314):|, (B1d)
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V1(§334 = [xix12 = 4) + xoxay1(1 — 4) + x1x391(2 — 3) + x2x371(1 — 3)
n—2pn

— ) [—x1x2 — DPgx3x4]T
1+§—8M>[ 1X2 cx3x4]

—x171(2) — x2y1(1) — x1x3%31(2 — 3 — 4) — xox3:041(1 =3 — D] + (

4u 1
—| )| ix2 + Pex3x4) T r + o (—x181 — 128 — X383 — X484 — x1x2x385 — X1 x2x4S6
1+¢—8u 2

— X1x3x4S87 — x2x3%488 + 289 + 2x1x2x3X4810 + X1x4S11 + 113812 + X2x4S13 + X2X3514)], (Ble)

where @5 = exp(iG,), G, being the x component of the reciprocal-lattice vector G appearing in the momentum-conserving
delta function in Eq. (9). These vertex factors fulfill the following symmetry relations:

2 _ y@ . 3 _ v . S _y®
Vs = Vizuss Viosa = Varaes Vizae = Voo (B2a)
@ _ vy _ gy . @ _y®&® _ 0@
Vizga = Varza = Vinuss Vizas = Varza = Vigus- (B2b)
If no reciprocal-lattice vector is involved in the momentum conservation, i.e., G = 0, there are some additional symmetries:

(3) 3) . N _ y®
Vias = Vizaas Vinaa = Viaag (B2c¢)

APPENDIX C: COEFFICIENTS C;y. AND Cy
We define the functions Py and Oy
2
P = <%> Z 20103 {x7x316 + 6y2(k) + 612(2) + 2y2(k — 2) + v (1 — 2)y, (1 +2)
12
+ ek — 1 =2tk — 1 +2)] + x7[2y2(k — 2) + 62(2) + yulk + 1 = 2)yy(k — 1 — 2)
k=1 =2y k +1=2) + bk = 1+ 2y (k — 1 = 2) + yu(k — 1 +2)yy(k + 1 — 2)]
+x1x02[4yc(k — Dyy(k —2) + 4yek = 2)yy(k — 1) + 4 (D) yy(2) + 4y (2)yy (1)
+6y:(1 =2) + 6y, (1 = 2) + 4y (byy(k — 1 = 2) + 4y, (k — 1 — 2)yy(k)]
— x1 %28y (K)yy(k — 2) + 8y (k — 2)yy (k) + 12:(2) + 12,(2) + 4y, (Dy, (1 — 2) +
+4y(1 = 2)yy (1) + 2y (k — Dyy(k — 1 =2) + 2y, (k — 1 = 2)yy(k — 1)
+ 2y (k + 1 =2)yy(k — 1) + 2y, (k — Dyy(k + 1 —2)]
—x1[4y:Q)yy(1 = 2) + 4y (1 = 2)y,(2) + 2y (k — 2)yy(k — 1+ 2)
+ 2y (k — 1T+ 2)yy(k —2) + 2y (k + 1 = 2)y(k = 2) + 2y, (k — 2)yy(k + 1 = 2)]
+ (1 =2y (14 2) + vk — 1 = 2y, (k + 1 = 2)]}, (Cla)

2 2
Qu = <N> D 26065 {x7x3[6y: (k) + 6y, (k) + 4y (2)yy(k — 2) + 4y, (k — 2)y,(2)
12

+yk =1 =2),(1 =2) + (1 = 2)py(k — 1 = 2)]

+ X7 (47 Qyy(k = 2) + 4y (k — 2)y,2) + yu(k + 1 = 2)p,(1 — 2)

+y(I =2pyk +1=2) + yulk = 1 +2)y,(1 = 2) + y:(1 = 2y (k — 1+ 2)]
+x1x2[8yx 2)yy(k — 1) + 8yx(k — D)yy(2) + 6y (k — 1 4 2) 4+ 6y, (k — 1 4 2)

4y (b)yy(1 = 2) + 4y, (1 = 2)y, (k)]

— X1 202[8Y. (k)Y (2) + 8y (D), (k) + 124 (k = 2) + 12y, (k — 2) + 4ok — Dyy(1 —2) +
+4y:(1 = yy(k = 1) +4yc(k — 1 =2y, (1) + 4y (Dyy(k — 1 = 2)]

—x1[4yxk = yy(1 = 2) + 4y (1 = 2)yy(k — 2) + 4y Qyyk — 1 = 2)

+ayek =1 =2)1, Q)] + [ra(1 = 2)py(k = 1 = 2) + yu(k — 1 = 2)y,(1 = 2)]}. (Clb)

Then, the static second-order corrections are given by
Cix = (€x + my) Qk + 2my Px, (C2a)
Cox = (€4 + my) Py + 20cmy Ox. (C2b)
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