RERS RFERBENZER R, SH—R, AEsT

CuSbyOg 1 b U L FLBIEIHEN B HBER b b, MUTETH 5 Cu R T4 “KTES
BFERRT S, L2L oS, 2OHSANLIRS VT S=1/2 ®—KIC Heisenberg 2!
PUOBREMER L LT KRl &, 51285 KIZBWTHAMNGHERZEZ 32 &4
BTV 2, RFFETIE EI A IEEES L O T EFES AT, ZOMED LK
KRB S OB 1 MR & SR T T

1 EUBIC

EBREELY EUTILAWHSERORZ ., BEZE) dETR IETVRENZ b OL
BEETHRLOD2DIKBIEN, FIEOFICHEFA 2 EEERD 3 RTay% b Dit,
Heisenberg ¥ ia % ZiE & L 2 BEBRRE— AV PORIFEVWE LTI (HEBE IR TY
Bo LU %S, MEEEN 1LATE LI 2RTNRRTTALE Y R, HEMERIZ7 S
ANV =2 a3y HETSL, T8 0%, 79X =23 RTEAE Y OETFHE,
MEBEOMESEE I/ 0—X7 v 7 &N, ZLOMEEDIFEBONE 2> TV 5,

TR IR Tld Haldane 2% spin-Peierls A2 &2 BT 5 A ¥ —HIHFEEKERCH)
BRREL OMICARDOZANF —F vy THFETH VDWW EAE Y F ry 795, 2RI
AL ERD T v 4 — F =TI A VIRF vy THENRVWH AN -2 Ltk b
oT, FNODOEDOBEMELR & IEFICHEEN D 2N Tnwb,

DM TH S AB2Og M VNV FIVEULEWIE, AV A M4 L EREBSAY .
T2 DEE LRSS 2 R THMEORESIE L TRZELZEFEIALHONT
W BD [1-3]. FNEDITEAEITKIRT 3 RITHI RSHEMEERRS (Néel A — 5 —) 7RL |
FTOEKRTHFNVEBENAZ LI hh ol LBLARMS, BTHL CABARSEH, A4
4 M2 Cu?d* A% CuSbyOg 13, LARIDORFFETRD & ) %2 BiRD M HS TV 5 [4]o
T9. FOWHET 60 K AHE IS MR 7 A B/ KSR T 2RI RICHS
7 U—RRE -7 %R0, HiglastBE L BT 5 & S=1/2 @ Heisenberg B! R 31
ROV H W 5 Bonner-Fisher BIDIRFEWE L THEFEICLI (LB EN S, EHIZ85K I
BOWTHHEERSSBI AT 2 MEMEER LR . S=1/2 D—RITCEHEARTAE v —
BEHRENDOHER . 77405 spin-Peierls BTl 2 vnh L bEZ SN, ZOREEIRE
ZHLNIZTEHI EPRFROBNTH 5,

'E-mail: masaki@kuchem.kyoto-u.ac.jp
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MERICET A E 25k (R - ) OBEORE 2 |

HRhoRIIBRRBE | BELRNSLZD 85 K THEBIE 3RTH Néel + —% —Tdh
LT LN, EFAYUHROB A, S OEBEIZFRL 7227, KB TOBREED 2
REEFETFHAOBEH 7 IA M = a v RBL 20D L EXZON LI LR EHT R
BELTHh o TH,

ARTIEZ DM YV F IV EL CuSbyOg DIERRITTHEMAEIZ DWW T FEDF A DRFFE#ER%T
BRI T 5,

2 EREESEv/I/OLKM

MUNFVEMLEY AByOg DFEREELT K 1IIRY 4l AV A MNI3dBYRERERLE

® o ©o
O
C O
p @ e O
O
O
b ® o ©
a a
() (b)

L: (a) b U VFVEALEY AByOs DFEGIEE. HHPEAN ABRERE) TR, HAN
BRFE . IREDOFHEEIE BOg NEGFEZ KT, (b)cED ATLHEL LUEFEORT

DBMHTCEDSAN . BH A4 M ShbR Taz E DIEMBTENALZ EBHMSNTWVE, 2
DIEEL TiO, R EH L DEREERMAMIAON LNV FNEECBVT, AF 4 F 4
MZ A, B2HEEOER A4V HHAUMCEINTAILIZINELNR, TONMF VSIS
8L Tl SEAMOBRTVELET S0, P INVFLVEREELIFEINTWE, &
DICHEMTTE AICEETAE . H1(b) DL I cEHNTEAEFEIKT 50 CuSbyOg
DFEEIY =2 - T —IRD72DIZ, CuOg NHBENZEATEY . FOOBEMETFD
EATHRRZBLE R oTWVEH, 2OEAEDTH T (a=4.630A, b= 4.633A, c=9.290A,
$=91.093°). 12T 2KRTCIEHETFLALLTRVTHS ) EBE, ZD LI LFEADL N,
Ni, Coze& D+ VIV FNEULEYIE 2 RITH L BEAABEZ RL 7214, 3 RITAVIC FOGERE
BT LI EPHEINA TS [5,6)

£ Z AN, CuSbeOg 72 WEHINT, UTD L I IC—KTHRIRDFEVRRT (7], X2
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%

I20.1T DRSS T THIE L 72 HHEDHERE R Yo £, 60 KATZIZ ML % JORH %

5 T T 1 ! 1
S Fasl ]
£
g 4 | H=01T g 241 .oc.0l0:
5 Laofe e
c? ot L L]
o 3 B = 1.6} e |
At o N T
g J. '..."o.“‘\.\‘\‘ TK
§2f T .
[oN -
Q R
Q i SN
[2] =~
=3
o 1 e = Bonner-Fisher fitting |
J =46.5K
0 4 ! 1 t J
0 50 100 150 200 250 300

Temperature (K)

2: CuSboO¢ DFHHERDIREM N, NIERIMERIZILAL 25D,

HEICE B LEZONETO-FRE—IOMNROENE, ZOEBRERIZOVT, Wbhwb
Bonner-Fisher type & IEHEN 5 S=1/2 —KJC Heisenberg B FORFEMAED ET7 NV & VT
NI AT AV T RIToLHERERPTHETRLTH S, RADHKTHET 1y 74
YUNRTG X—F1F J=465K, g= 221 Thol,

bLOZDRERY, ZO—KRTHLRMEEIZL B0 TE, ZORKMHBIEE DS
[MTH5 )0, SHMTEMOELEIH 4.6A & BEORMELMIIH L THEREL . 4
BB FENEBVEIICRZ D, TNHOT 7 URTHRROERD S I HEHOEE K
WS, BE S5 { [110] A1 (F 1(b) DI ARITIA) D 2 DOBEEEF% 4L 72 Cu-0-0-Cu
DRBRPMEEANBELRTHILEZONDL, COZLEUTOBREENDLEIATH D
LLUERL 72,

ETH2DHEMEBEOHERIZIDHH L HIZ, ZOWEIR 85 KIZBW THAMHEE R
Fo WRENS —RTHRELBCERTI L0, BTERE ) AL V84 1)L AEH
TVt ZEZ2 5N, Greedan 5 DTNV —TF Rk T o THBZERE, ST EHE
EAY TNz [4,8)c TD Nakua 62 & AHEKFEOPETREITOHER. (1/2,0, 1/2) D
BIEFrBE S, 8.5 K TOEBIT, ZRTEHMSERESEFCH L EERINT,
LAL %255, MBS BERAFHT OV T Rietveld BATIC X DREEEEDREE LT KAl
B EO DT HAREETT VAL FREINS (1/2, 0, 2/3) BERTRIVEH SN2
PoleZ &R, MERRRE DIZOBEDHEELICEIIL 2holze TDE85KAMAAE Y
NWAZNVAERTHLLETHE, (1/2,0, 1/2) BETFRENIBRT 7 v 7 KEtTid % <.
CuD—RTHD ZBILIC L DBIEFRETCTH B L EZ 5N b, EBIZ CulEF25[110] /7
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MERTCEF A E ¥R (EHRR - B OB ORE 2 ]

@ (Cu-0-O-Cu D AM) I Z8ILL 72 EF N2/ TTHEY IaLb—TarEffHe . iz
IS OEBRBEREITHBINLZ L o7z, #o T, 8.5 K COMEMERLLS, KiaRE
HREERFEICILL0N, REYNALVAEBPEHELPIITA7DITIE, 6123
syuRa¥y s REREIThRILRLEWwEEZ | LTSRS & 5 ICHRAE - &
HHEDO NMR - NQR JIES U HESEABOPHFORFHEEZ T2 72,

3 RESHIE (NMR-NQR)

NMR-NQR DB H R HIEDERMIFFIZOWT, HROIC L 2 HFsEES 9] 5
HHDTRIESBEIZL TV &, 42K BIVP 2 KIZBWTHEESGE OO T T
HEL 72, CuSboOg DHEEHANRT PV EF3IZRT, FTHIEEBEE LY LOERH

| I [ T I I T
1215 (1=5/2) (a) T=12K
28h(I=7/2) [T -~ """ """ 77

X
Jrd
S . ___

‘6®®% e & —]

Intensity (a.u.)
.
P
r',c-:i:..
ey
1 ]
RS I I

10 15 20 25 30 35 40
Frequency (MHz)

3: (2)12K B LU (b)4.2K 2 BV TE ORS T CHEL 72 BlMANR Y ML

HRETH 5 12KITBWT, 1245 23 MHz I T5AD NQR ¥ — 7 2 Bl S hr:
(K3(a))e TZTCuB LV Sb & bIiZ NQREFHVEIH SN ZWEEMD D 5725, Cu D
. BRFERPH 210 BCuB LIV SCu L bIIHAE Y [=3/2ThHb0, Tho
DEBEHEE vo DHIZUEBE— AL POK 108 IZEL L RTHIER SRV, &2 AN
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¥

%

Lt ADEDHEE 5T 10812 %5 VOT, 12K THREENTWE AR ML
H0Fhd CunEFTE LW LEEKRT S, SbDHE. BRFELS 6:4 D 1215h
EIBSHPEEL . FREFNBAE YN I =5/2, 7/2 TH 5720, #EHFMI 120D Sh
B A MIHL . FRENR 2K, 3RO NQREFHFHEISN S, THbH 52D vy DIIER
DEFMNEBHEEHONINV T 2 HETAILICLNKRDON S,
e*qQ

4I(2I — 1)
BT A RINE NG A= 5 1d n(BRETCOEBFAIRDIEFF T A —F n= (Vo —
Vi) Vaz) DHTH Do B 41d 2ISb B LU IBSb D v DILE nilafLTT Y F LD
NDTHbH, EERTHEONIZ v DML 1ZIZRIPICHDERTRL 72 n = 0.80 123 T 2

Hey = @§~1U+U—%MHAJH) (1)

1 1 T T

2.0
515
S
>
Q
S 1.0
>
O
o .
T S — ®gp (1=5/2)

0.5F e gh (127/2) ]

O. ] i | |

8.0 0.2 04 0.6 0.8 1.0

4: 1218b B LU 123Sb KD v D n KN

ZENHLNELR D, BOENIANRY M VF RLIBGHL NQR TH B EEZ LN 5,
I, COKEL g DEFRLNE . KAD & S % B AEMHET V% BT SH
BN EHEERE B 572 [10,11]
2

Vo= S S ey @)
FHEI SO EF2F.0E LT 100A D#EANICDOWTITo 72, ZD#EHE, EHEEOD
iE Cu-0-0O-Cu D/ ET., £DHHDEHARIL V., = —0.158 x 1074C/cm®, £HITHE
B2 BT ENEN Vy, = 0.146 x 10724C/cm®, Vyy = 0.013 x 10724C/cm? (y A% ¢
BAMEIZE o72) THH, Ihhbn=0.842¢,7%oT, HTHRADHEERE —FL 720
I PREVERRERTHLEFVEU SN LI LA TFEIN, £E, K3(a) DE
WMTRLATFERINLEBREEIC, NQREFLHANTLIZ ENTE L,
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MEATCRET A € ¥ R (R - S5 ORIEDRE 2 ]

K, BEZEBELUTICTAE, K3(b)D &L )iz, E— 0G5S I NIz, Fa
AT o TRIRX RETEERIC & ) 8.5 K TOEEHEBIIBRA SN L2240 T, Z0OF
U3 Cu A Y DRGEMREBFIC L AHHES Y ZTTwh b LR sNn 5,

PRRERELSIEINSLDARS PVORBEHSHIZL . SbH A N TOREFEDE.
BHAROEEE NSBSO L THELRE R RETRETH HH, thd ¥ 5 HEFEH»
OREAEEDIZREEL TVAICb»2bo T, HEATIEHRIIL Tz, HEEEIC
RoTEZAHE, cHAND CuARE DX+ bT 5L ShH A b ONEHSOMEA 2 &
HULHFETAAREENHADT, $DLIAIDHEBT S 1 FHERERTHEKRD SO
TREVPEEZTVD, FOT L EEEICANT, 10~25MHz D—ED AR b LSy
DASVIBIEDEDTH B EL . WEHSOEL KMHEICRBL 5L, H93~4T &% %,

4 HIIBEDRE

LA E®D Sb D NMR/NQR 2°5 8.5 K TOERFIE Cu¥r 4 MIHESE L AL 52 &
b, Néel A~ —THHILHPHLNE Loz, MEHEERE FEHIEIBEL 2 Tldlho
720 & T THRRYHERF O P EFEELRER Z FIA L . CuSbyOs D BFE & T A\ T HH A T-#R[E]
TERET o720 ZHBRBITHCIPETROMKRX 2.353A TH 5, 3. K512, 33
K Tl &7z [h,0,h]* 8 &0 [0,h,h]* HANOEHFTE 7 7 A V& 7Rd. ZORTE

4000 T T T I‘ T l} T
T=33K ;
o i':
S 3000f i .
Q 3
<t "
l "
\8/ .,
—— (-h, 0, h)
£ 20001 hmm §
(@]
(]
o
£ 1000} .
e §
(@]
0 1 B | A

04 06 08 10 12 14 16

B 5: [-h,0,h]* B LT [0,hh]* HFENOEHFTT 7 7 1)V

BMTRENTWS [h0h]* FANDAF ¥ 2B WT, (-1/2,0,1/2) B LU (-3/2,0,3/2)
DEZHIZBWIEPFRON D, THIIHSK Bragg RETHY ., COYWEF3ZIKITH
WTNéel +—4— LT3 I L BHEICRL TWA, SHIIHL TR TRL 72 [0,h,h)*
FAENDAF ¥ 7Tk, (0,1/2,1/2) BEU (0,3/2,3/2) DMEIIIEEIZFFL Lo T b,
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CHNITHEF —HBRNEICZoTEY, BREDTDIZAEDOEL B (-1/2,0,1/2) BEV
(-3/2,0,3/2) DG HE o TR I EXFTh o7z, LIzdToT, REBIC [0,h,h]* HEAND
A% & ¥ TR Bragg REHI BB SN 20w &12h b, 2D L 13 Néel IREEIZ BT 5
Cu AE Y DEEEMEICKBEL TW5,

RIZ (-1/2,0,1/2) DEEDIRERILE K 6 (2R T, BMTEEBIRE T=8.7 K TEHIIE

12 N I'.‘ T T

g 10 . 7

N o

g ; 2p

I | : oo (1= TITY) ]

s 8 ®8=0.39

_g ‘.‘ Ty=8.5K

S ef -
@ .

Ay :

[2) \

T 4F ! -

3 .
8 ;

o 2l ' 4
- 4
‘ [ X ] L] * .
0 I | 1
0 5 10 15 20
Temperature(K)

6: (-1/2,0,1/2) KE@E DR

AL EA) | Néel + — 5 —DFEE L bIZBENHAL TWVDH, RO L 512 EAICE
TAEFHALPEERTFICHBTHE LT T = |Fanl? < (1 = T/Tc)?P). T~8.4K 05 —
SRRV TRAZEREILLZ T Av T4 72 F) LB EHED LR, RIS
DfEIX 0.39 &£ o7,

EHIT, BEBETRET A2, [L-LIP BLU[0,10 D200V = i2B0nT, &
BMARSFTOEELPEL 72 MTIRARNZ 2008EFATOw ATy 7077 4)b
Thb, EREHNIDWTHEONIT O T 7 ANDOENYy 2757 FEER T, Yy
TYTRANZET AV T AT 2TV, ZORGMEZHEEL L. 2OLHILTRDL
NI ZHEETFRTORMNEEL . & — v BECHPOMNOERTEL 2D K8 TH S,
BI8(b) #R % & . (h/2,0,l/2) D 2axbx2c DHEFHD ) B, h/2+H2HBHHD L Z AT
B ESAPBR ST, HRAPHFET A L0bhh» b, FMITEET A, ZOHREA]
T &) A LRHEBEET VERFLAER, N0 X ) RBAEEET IV E T
Trlo HM9DEF VDO BTHEERTFZEEL [12). &V — ¥ TOWHK Bragg KD
YIalb—varifiotBRPRI0TH S, EBRERE (M) L R—HKLTwEZ L
Bbhbo L7ATo T, CuSboOp D Néel iIREU T TCOMFHEETIE. MIIHBHLHIC
AEC/DOMMEIDEAEICHE I ENFHELI R 572,
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MERTEEF A E ¥R (R - £5) OO 2 |

(-1/2,0, 1/2) (1/2,0,1/2)
~ 1000 e —— = 200 —~——rrrrrr S
® € .
S goof 0 oot
o ‘g’ 150 [ ¢ o, o o  %ed
C £ ) .. . b
g 600 2 ¢
s g 100}
& 400} z
g € 50
3 .
§ 200 | 3
0 1 L 3 o - i [ENPETENE BATN
7 75 8 85 9 95 33 335 34 345 35 355
Omega (deg) Omega(deg)

7: (-1/2,0,1/2) B LU (1/2

[O11]*

[

‘I /‘/

(a) [1,-1, 11" zone

0,1/ KD w AFxy 7077 4L

[001}*
o ° f O
O
O 0O | -
! o)
o) 1 2 >[100]*
° O'l O
2 O
O -3 ° (o}

() [0, 1, 0] zone

8: (a)[L, -1, 1]* BLU (b)[0, 1, O] V' =V IZ BIS B itk Fm CllE s - REHEE
KFOMOmERL BB BT 5, BESREI% Bragg REFDOARL TH %o
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{ |
PRI
| i
/:z_-_/_:/ i
NN
A
t l \1
|

9: CuSboOg DHEHEEET IV

O
O -
1 2 [100]*
O
o)

(a) [1, -1, 11" zone () [0, 1, 0]" zone

10: BEBEET V2562 Iab =L (a)[L, -1, 1 BXO (D)0, 1, 0 V=~ iZ B
VI % (a4 AR
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MEXTCET A E R (R - B OFREORERM 2 ]

5 IEARFRTOHEEER

PLEsR~7- & 510, BFRERE AR THTBELRET A L TEL, bIH)—K
cHNDHMEEEL PO TAHLL , BED 2RTIEHFEFD Néel +—%" — (H 11(a). L
THFED Néel +—4 —) LT R )| AU  OARERBEERFE 2ROV, A€ V9507
M2 (ZOBER bEIHM) HioTWBEZ D505 ([11(b))e I DHEEHEEIL collinear

IR tiTl
1 titd
| ritl

a b
(a) (b) ’
Spin-singlet 7T 1,
I I l »> Tt L’
0 0.5 1 o

J2/J1

11: (a) 5D Néel + —% — ., (b) collinear ¥ —%"—, BLV (c) cEMIZ BT 5 Cu
BT B OB EIEAORKR

F =5 — TN, EEIEFETF (tetragonal 2 3 FEE F2) TIXaB AR (J1) & ba
BHEFE (J) DHEMERRVERIER S MO N TE Y [13,14]. EERAZ DL VA
A2 RTLIEFEF R T 5 LioVO(Si/Ge)Oy IZBWTHER SN TV S [15].

BEDL Z AT 12 CuSbyOg Tl Cu DK H OB H BN D ;2 DDEEE
PHEETLHOT., BKHEMERZ R5 L tetragonal DWFMEIEI R 2o TBY (bbAHA
TADEREED DTV EATHEMRE R oTWVD), H11(c) IZRT L HIT, Kif#EE
TEzx5E, BHM J . Cu-0-0-Cu FAD Jo, FHEEEFAD J, O 3EEOEL S
BEMEERPFET 5,

—H 2 REEAEFOERTIEREHEE THRY AN/ KD Heisenberg BINI NV b =7 &

H=J ) SiSj+J2 Y, SiSu+Jy Y, S8y (3)
<i,j> <i,i'> <j,j'>

ZBWVT, Jo(= Jj)/h = 0 TRETH o 72kED Néel + — 5 =25, Jy & J, DR
TI7AML =2 aViIlEoTARENIN, S/ W 235 HEHfER T 2724 Z 5T collinear
F—F —BREETHELEEINTWES,
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CuSbyOg DHE. K 1l(c) AL R LI, L & L BIV S & JLET7I AR
V=FLTWBEY, L& JLEBELEV, $4bb, A3DE2HEFEIJUIMILL 2
BREFLL TR TRWEREDN S, LW oT & JLERLELHE., WThrd J &
Db EHR7D, CuSbyOg IZBWVT L ELEIEHFET & FHIC collinear + — % — AL E1L
ENTVBEERBIENTES, F72. BIRD x»° IDHAF T EFIZICEBESIN BT
Eb, EERAIICRD I IICHBTIIRVWTHA ), Thbb, L2 R ESLHEIEA
DAMMTHAETAHE, Cu-0-0-Cu AP LI L RTHEZFRL . EWIZHET S
J1 & B X o TE DU L HEEOMEERPAENIIZFHEDOLN TS EBbN b,

PUEBRARTRA: & 512, CuSboOg I3 ERTTREME, R 7 7 AL — ¥ a Y WG OfIH
A TVLHEBRECHETH S, Cur A bR ShH A POTERBERHRIZEI-TH., &
LREEMFMEEAOKRES - HAEELSELILMETHLEBEDNL, 112D
RLIZEIIC, 2 L/h0lIHT, ACY—EHOFESLERMIIREINTED
THERERCTERTENLESHICHBEVEBDON BN, HKEOHE LHIDEEIZED 72w,
FZOFRDBERTLHEICOWT ELICEEMIIERTA7-010, BELHEBEZ BTl
 FEUBHELERLEAEEL TBY . ZOLAWDERRITHEIZDOWVT S HIZHEL ED
TmnEEZ T35,

AREFFRIZ BT R, WHERHE, BLUNMR H#IEII SHEEDORERETH -

oA, BAMEMKE OXFENETH) ., EoDBLERIXO—HTLH) £3, H
HFEFERIERYEFOEEMNK., MEHMAKE OXFEMETH Y, MRIZKRES
HEEICR D EL 72, COBZMEN TRRHHEL . FLAMEICRHEERFAME
BHBE  FEEEME [ EBEBBIY B AHLVWEFHESE AV - B - #LE
EE %] BIUEMIRESHEEE BN & (11440195, 12740364, 12440195, 12874038)
DEBODL LITITFVEL 7,
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