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Uniaxial-pressure control of spin-driven ferroelectricity in frustrated spin systems
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We have investigated uniaxial pressure effects on strong coupling between spin, la
ttice and dielectric degrees of freedom in a triangular lattice antiferromagnet CuFe02, which is known to
exhibit spin-driven ferroelectricity, by means of neutron scattering, x-ray diffraction, magnetization and

dielectric polarization measurements. As a result, we have found that the application of uniaxial pressur

e significantly affects the magnetic and crystal structures as well as spin-lattice-coupled domain structu
res In this system. We have demonstrated that the application of uniaxial pressure can result in a "single
-domain™ magnetic ground state in CuFe02. By the neutron scattering measurements in the single-domain stat
e, we have revealed the distinct changes in exchange interactions, which are the direct evidence for the s
trong spin-lattice coupling in this system. We expect that the present results contribute to further studi
es on cross-correlated phenomena in condensed matter physics.



¥ X C—19, F—19, Z—19 (Gt:m)

1. WFZEBIA S A DY =

2003 o T A A N~ 0 Uil
¥ TbMnOs O RFES SORBEMEFIZ I 1T D
KRB mFHEEENS R STk, BRFT
WA L BB N 732 [ Emk
Fr(=nTF7oulyr)) EMENDIWE
BEREANTHFFE SN T E T2, 2D OWERE
BV T, FEIHARM 2R BERRRF 23 R D ZE[H]
ERRITFRME 2 D 2 L2 X 0 shah B H
B EWD FENHEGGEEROWE NS H D
Mo TE T, FD L5 e EME AT
WEHLIHEMED 1S L TRERKIHEE
TEROBENEZ b, ZTRENET 5 2
BT RARNL—v g R B F T
A7 ROFEMELTERBZEDD LI
o,

—F., TDODAEY LT T AL —v g %Rk
[ABY - TR 2T 57-00%A
ELTHERZALS BN TEY ., BN
IS 2 ARS8 D 2 L THAN 7 7
A M —a R LTSRS & Rk
THEWVOIFBEZL S BRESNTND, Z0D
£ 9 IR FE OO RAUCE L EF T, A
FTEE~AVF 7zl v EEZRT A
U7 I AR L—Ya VRMEICR LT, £
D SRS O RIFRYE I B b2 52 5 2
ENTED T—HhES) 2252 T, 5
LWEDORZEMEYIEERHT D% H
L7,

2. WHEOHM
AWFFETIIAE L 7T A ML —v 3 %
DREH T o D = A& BORBEIEIRIZER
L. ZRNOETAWED1>THY Fiz~/b
F7xuf v I RELTHMBONDT T 7
%A MUEkER{LY CuFeOq Hifk ftadokh 2
WT, AEY - BRI - # - EHOHBHE
Mofsas T—@Eh) 2HnCary br—
NTHZEEBE L, £ XfgEPr, $iE
THELE Vo T ERTFIEEZHWT, Zhbo
FEAOWMBAN R EET 5 2 L2k A
776

3. WO ik

FEEA B IL CuFe0, O BLREMFEHZ —flE
J1% M2 T XARET, - EGEL, Bk, &8
RO E R & &2 4T - 7=, —8hE O i
TIARML—va OBEREEIGEL T

=ARFEmANSGE ([(1-10]5m) & Li-, F7-.

AW T, WA mRBHS —dhE &2 N 2 C
PRI E 24T 9 72O OMEBEEFIC S &2 A
VCTEY A TE 72, KRN Z—HnE Ok
REIZOWTIE, HiEE O R T 228 =RICE
WO HET B S I2 X > T TITB3EN
O LN TELN, AFRICBN IS HI
TNEFRB ST, AR 2 FRk, $
PEF-[EHT - O X BRET R~ OIS 70 &
(CHD M, EEOFERTINAHER LT
REbiFHZ EnTER,

4. WFFRERRE:

AWFGe 2 BEE L= H22 4EEE DN D . FEERITHF
WAL — 95 H23 AEEND E TORMIZ,
Fx T T CICRERGEROFE —-DOHIETH
-7z [CuFe0, 28T 5 —HilE 112 X 2 EX 5
WOHIE | Z2FB LT, AT E TOM
F2C. CuFe0, DM Fe* 01 MMZIERLE Ga™
A F & F—7F L7 CuFe_Ga0, (x=0.035)
IZBWTC, BERENRFEELFFO~v LT
TxuA v I LRSI L, KIE TR RS
DM Z M L7- 3 DDORER KA A 3
T (K128, ThEho RAAL > OHIC
BWTHMAMEIERY MV ERFEESBD
M, & OB EADES LT
FIREENFEHRTHZ L 2L LTE T,
FDOLET, ZOKBTERMIEEERATS [—
HIE S ZRWTED 3OO KA A OIFEE
REZFHE L, Tzl L CREERDER
MOKE S 2T 2k L, #ms[T.
Nakajima et al. Phys. Rev. B 83
220101 (2011)] & LTHRELE, ZNIESDH
EAE Y s BTREE RN e LTEN EER
IIRBFEOD L TR E Y F | ELES
FTONDIERTHY . ARITZ DR D3E
Bz s L2 S 25,

(a) (110) domain (b) (120) domain (C) (210) domain

-/ e o - by
\° AN A
q-vector g-vector \/

—— 80

180 | (d) T=7K 70

>
o
: : . :
R g s
o oD
o o
(eqW) “d : aunsseid Arewud

2000 2200 2400 2600 2800

Time (s)

1. (@)-(c) CuFe1xGaxO2 (2B} 5 3 DDA
RAAL N(ENEFND KA AV THRBIENY
L @ IR 120° FBied), (Db R
A OBy R —WES) Ty br—L

L7ZBROBX o4

AWFFETIE, EHICFD KA A I OH:
iz i LT CuFe0, DEEKHIE B A A K
JEARBEIZ T D M - IR E BEL SR B A 1T
ST, TORITHOWTIL, HEEIRRED 4 FIlk%
F ORI BW T 7 I A ML —Y g v
ZIEET D7 DI BRI FEADE Z
% Z & DAL X BRET 7 Er b ST



Energy (meV)

€
0.0 0.1 0.2 0.3 0.4 0.50.0 0.1 0.2 03 04 050'0

H(r. L u) H(r.l.u)

B 2. CuFeOz DHEIRIEIISIT D A ¥ Lk ih
FLAAY RV, FER—EENC I D FEHR L
R A A RAET O FEBRAE R, 575 Z USRS
% RHELRE R

BY, AU EBTRIEFICR AN
RTHDHESNTERL, LLENRL, AE
VRN S R AAER N TAER L &b
WED X IITELL THDENITHONWTDIE
B MFRIZ I E TIThil T oo 7,
A CRICE < MAEERZEENITRET
DI, FYETIEHMEEELIC LD A B Ui
EAXT MOBRIPRRLEITHD Z &
DEHLNTWAEN, ZOFEEY ZDORICHEH
L7256, AR O BT K> TR T
TEBHDFHRDO BRI DEED RAAL VB
ST LEY, FHETIEHIEARY hvi
INEDRAL UM EOERE LY ZEN
LTCLEI D, TEMRMHTNEELL W
oﬁéﬁﬂ%oko%:fﬁﬁmﬁﬂm~%
JENZEMADHZEICL>THRA A REE
ZRB L., FOIREE T¢ﬁ%#%ﬁﬁﬂ%%
EITHDOZLICEVE RA AL U REED A
Behie A~ 7 SV OB LT,
Texl3EBRTH LAY ML LR
BAWKTDHZLICED, AP CREICE AR
P AAER 2 R8I E LTz, TOREE, K
KT IE = AT ORFRME % R > T 724 AL
ERBERMICETZ LICX D, A URICE
(a) =

micrometer (b)
load meter —

;ﬁ long stainless tube
“ir (with piston rod)

& ) ]? temperature
) ,  sensor

ZrO, piston -

SiCr coil spring

|
|

‘He cryostat

| B

@ TRy,
(438

] ' ] pressure cell / 0
—fﬁii-‘-[ /
X-ray omm i ] \—= / Kk

| T /e gl

. (b)) (@)
Be window /

1]
(NN

[001]

3. AHFZETYERL U 7= fied e X #plml i A — s £
TIAEE

SHAEERABIEFICERFMICR>sTND Z
EMALMNI ST, TR, 7T AL —
/a/ﬁ BIFDHEHRAE Y - BFHEE

ﬁ@ﬁotﬁn&bf Z D4y
@ﬁ%@@@ﬁk%<ﬁ%¢é%@f@é
Elbns, ZoOREIHEERST() & LT
RBF LT,

TSN Z T H23 D 8 HIZiL, FERLME
Ga¥' A A v & R—TFBHZ L TvLTF 7=
A v 7 & HKEREE L TFFD CuFe, Ga,0,
(x=0. 035) &k D —dih £ 77 F1 T D HH - FE
ﬁﬁﬂ%ﬁ%?%)wﬁ 7 U v VE LA
TATICBWTITV, HFEESE TH5 . T.
Haraldsen K. R. S. Flshman K& iz BiEs
AOMENT 2 e 6D T & 7228, 24 AR IR FHR &
EBROFERZ ALY T, MEEmL©@ LT
F®FR LI,

F 72 H24 AR RE X —di ) oo o - HoEL 32
B LLAMT & — 8l ) P O B RERIINE B 4T -
TEY, BEOFHETHELOEROFER & A
HHETIZD CuFel, RDOBEKAHIERIZKT 5
— Wl E BN R A R E L - MR
B rERELL,
TRNEFATL T, HA FFEPEIC AT D, —
L) RSNy S SN s L R U . A Nl

MIZT L il E S O e X BRIET
FEBr A FEH T H-DOEBHE AT T
7o HHHE XRREHTIZ S IFICH HEm =L
X — N3 #5 BF FEHE A% N Photon factory
BL-3A IZBWTIFU, B — AT A LY ED
HLE#— K, PRBAIK DI E2THE, 8
Wo sy Ta—F 40 TRy S04~ T X
v MA by CTHEMATRER —@hE AT «

H=13.4 T, T=1.7K

(snun -que) Ausuayy

(syun "qle) Ausuaju|

0 0.05 0.1 015 0.2 0.25 03
h(r.l.u)

4. (a) CuFeOQ: O " RGFHRLIBICH T Dk
T-IEWMEL R T ML & (b)xtind A FEREE



v DR EAT> T2, TOEBEEHNT
CuFe0, O —#ili[F 77 S e X BRI 528k 217
ST & A ERER D D AEA LI ~D
MERRBIEE T,=14K N —dhE Iz kv K& <
R L, 0 TE N
100MPa (=0. 1GPa) £ T —#lJ£ /11 k- T,
KA EENIEFICRELS BT D K1Y
7 Mbl BEZoTWSEZ EEHLMNII LT,
TS OFERITHERER L (4) & LTHE LT,
INFEFTHRRTEEZDITEICY el
DAY Y « K66 2 8T &2 W CTRE
L72bDTHDIN, FaITSBIZERBET T
DRI bR R %2 I T %2 1T -
Tro BEIFAXIVADTIYF 74 —FK T w7
IV b RTINS BT B L R k- 3R
fEF% ISIS @ LET 43 L8238\ T CuFe0, 30K}
Z FHVN T 134T 135 b oo ok 1~ FE PR EEL 32
BRAATN, BEGRAEAMAICR T 5 A B Uik
PYELE, 2oy ERBHo—8TE S
EMATHRNAAL REZSIVEHETZ &
DIEFICEETHDLZ LMD, BAITHIC
—BHE S 2R L CERICHW-, D
FER, 12T LA ETCHNnS 1/5 #fb 77 ~—*H
(3 “RESH AR 2B I 5 A B i A
N7 M EBRT 2 EICKE L, Zizown
THHEmitAE LR T s ik I v
=T VR TG A= — R RETHIENT
X, FONRTG A=K —5iL, 2D 1/5
77 F—MHIZBWTH ALV EHTORE
ANRFFEFICREI NI EIREN, ZhidiEE
DOREHH X FREHTFEBR O F SR S iz
BIEHLOETNVELRLS —HKTHZ N
BH & NZ 78 o Tz,
F7-. ZOEBRIT 13.4T £ TOERS: & —iil
JE/. 2K £ CTOMRIE & W) WREEEE F TA Y
VIR AR bV ERIE L ERANT Z
NETELS P ERTEORBE N IR
BN LMERSH D EELZLND, ZORE
IIMERERRSC(B) & LTHE LT,
UbkzFlddrlt, RFETIET 7 7+Y
A MUEKER{EY CuFe0, 12 DUWNT, —HiliE /)
O PET-BOEL & HORE X R, & S
b« BROWHER EZ2ITH> 2 &2k, 2
DHRDAE Y « ¥« BRIBHRIRL FEA L
TRREIC KT B —#HE O R A BRE LT,
ZTORER, ZOROKHTEACL>TAELT
KA A U HEREZ —#HE I X > THlET 5
FEZENL LT, BIERE T EAIC L D5
MAEROZELZEBRICH LML, &5
(2 100MPa £ TOENIZ L » TSGR
BEEN O X BT 205l BN
L7z, TNHOEIE, A% —fmtEDIs )%
W= B 2 MBI A OB IR ét 2 5
DT ENMFEEIND, 0. AWFEITIN
FTHEY ERFDOR o - —8HE ST T
OB EIZ DUNT, EE B & Hr7 70 TR
W EIRTDHHEOTHY , EIERDEFTE D3
BIZHLEETDHZ ERHf NS,

5. FrpREinLE

(WFFEFRAE . WHIEo 8 M ONEHEIT 784 (12
(=S

GdEaEams) (G 5 10)

(1) Taro Nakajima, Azusa Suno, Setsuo
Mitsuda et al. Magnons and
electromagnons in a spin—lattice
coupled frustrated magnet CuFeO,,
Physical Review B, ##iA . Vol 84,
2011 & pp. 184401
DOI: 10.1103/PhysRevB. 84. 184401

(2) Taro Nakajima, Setuo Mitsuda et al.

Magnetic interactions in the
multiferroic phase of CuFe, Ga0,
refined by inelastic neutron

scattering with uniaxial—-pressure
control of domain structure, Physical
Review B, #@eh, vol. 85, 2012 4, pp
144405, DOI:
10. 1103/PhysRevB. 85. 144405

(3) Taro Nakajima, Setsuo Mitsuda et al.
Uniaxial-Pressure Control of
Magnetic Phase Transitions in a
Frustrated Magnets CuFe, Ga0, (x=0,
0.018), Journal of Physical Society
of Japan, #@eh, vol. 81, 2012 4, pp.
094710, DOT:10.1143/JPS]J.81.094710

(4) Taro Nakajima, Setsuo Mitsuda et al.
Uniaxial pressure effects on
spin—-driven lattice distortion in
geometrically frustrated magnets
CuFe, Ga,0, (x=0, 0.035), Journal of
Physical Society of Japan, it f,
vol. 82, 2013 4, pp. 114711, DOI:
10. 7566/JPSJ. 82. 114711

(5) Taro Nakajima, Setsuo Mitsuda et al.
Spin-driven bond order in a
1/5-magnetization plateau phase in a
triangular lattice antiferromagnet
CuFe0,, Physical Review B, 7%t
Vol. 88, 2013 4, pp. 134414, DOI:
10. 1103/PhysRevB. 88. 134414

(FR¥ER) Gt 4 1)

() wVvF7=zuaA v CuFe Gald, O—
HhE T2 W THEB L7 BREH R A
A RREIC BT D RIRN
e % B, M A, Jason T.
Haraldsen, Randy S. Fishman, Tao Hon,
Jamie A. Fernandez-Baca, =F [ HiL#f,
FIRFER
F AR L2288 6T [RIAE RS (2013 4F 3
A 24 B~27 B, BAWEFHERT, ¥
7% (27aAF-10)



(2)

(3)

3 o PEFIm AR AT M OMRRE X HRE
LExHWwWkE~eLrF T oua A vy
CuFe, Ga,0, ® bW ABKIIZIT D
R B S DO RS B PR

A S, R 2O B, i A, R A,

¢ LR, AR —, 2R, A
oA, B R0

H A BRS 2 56 67 [ IR K2 (2013 4 3
A 24 B~27 B, BIVEFEFERS:, OUERE
(27aAF-9)

7 5 2 ML — ML 7= B MK
CuFe, Ga,0,(x=0, 0.035) D —ili£ /3
6 X BRIElHT
PEZH, H Ok, B,
A, g —, FRAHI, <FH

H AR B2 2013 Rk K2 (2013 29
H 25 H~28 H), iKY, OHEE:
25aKF—4

(4) B&5 o PE - IE PR BOGEL IS & D = Ak

F-FOBBEMEAR CuFe0, @ 1/5 Rk 75
M—FEIZBIT DR KA —F— D
P EZE, FHME, RHEEA. Robert
Bewley

AARPHEFRIFSE 13 FIFEa (2013 4F
12 A 12~13 B), bIRRR7T 7%, KR
B —F 5

(XF) G o)

(PESEIA PERE]

Oy G o)

Ay
T
HERIFE
T -

HH
HEEFH B -
EWNs DR -

OBARDL B 0 )

Ay
T
MR
T -

HH
BSFEH B
EWNs DR

(Z DAfth)
R Al

6. WFFEHH

(D) W R

R ZE] (NAKAJIMA, Taro)

WO B RS - Bl B R - BhE

(H26 4F 4 H X v | BALZFSEHT - A5
BLFFgetE o & — - BRI R)
e85 - 30579785
Q) W7oy - L

(3) HHERFIEE « HEL



