N Z DO I RIS Cr-Jarosite /LA
DM E NMR

A ZEE

Bt (E)

WA IEREFER T
BRIV X — IR AR R e R
YWHEBERFER
Tk 16 5
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C=

BOLHEMRTIA M —a R ThINTDBRTREBREMEEOHRTE Cr v o ¥ 1 |
&% ACrs(OH)s (SO02 (A 13 1 DM A A L) ITREHE R L 258 8/2 TEFIED R A X
BENZRABTH S, L L, ERBLARVEICRESHEEICFEL, BETORAELR
BiZiZo& 0 LTuin,

ABESEIE 5 FEOFEHA=K,Na,Rb,NH4 33 & U KCrs(0D)s(SO4)2) DRE{ ERAE, 7ILA
NMR 2RV EE(0.03-300K) IS & B (1-62kGIFEIR TITVY, ZDREE ST LT, Cr
Uxud A FROMEBOLEREZHALNCLELDTH S,

BALROREIZEIR (40-300K)  THIBERBEOBERICL —KL, 752 hL—a LR
DFEZIZ->E VR L, BF NMR (H-NMR) HEET2ADE— 7 125835, +0
—HDBRERNITOE BT HICL B b0 THD - L2 ERTFLRE O D-NMR %
WTURLEE, ZOE—-2DY 7 FOBRERFENOFZERMZHKT Tt 4-30K OEEHE
MTRAE B 1204 D plaquette R L. ZTROBMIZIITHEM LIS VTN D
Cooperative Paramagnet(CP)HCH 5 Z & B HHIZ Lz, w2 i+ EECEREE
TERAS 7207 1UiE, CP #RI T=0K ¥ TEls L IR ERIT R EUBRERR b DL RDBIES S,
EERORBHI 4K FHE TR YV W2 R Uie, BREHRIMERSS C1X q=0(B IERER AR, =
VY77 AH8, CPHMNEET B8, BRE TIX =0 WEBIIE b2\, NMR O 55
AYy 77 ZFiE plaquette DITVIARIZ LD FETSHNAY L 7S A ThHhD = L %8
M LTz, EROE 572 CPH, MR INRE L 7S AMOBEEIZIZOERIZ LT
O THEDD biviz, NHsCrs(OH)e(S00): DAIE 8K THEESE Y . i M EAER O
B5-%2 R L TV 2, NaCrs(OH)e(SOs)2 DA ITITHEMEREIL 0.1K T, 0.03K TH AH
TDAEEE L ELWVTVS,
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F1E FHR
1.1 I252RAML—23 Y
1.2 F75AFL—3>&RDordering

F2E HMITHHEF Heisenberg AR

2.1 TS5RML—2avR0—lH

21.1 23 RML—2 3 oROGMBGEERRE (120° #iE)
21.2 23RbL—=2a RIIMb3ERICLI2BFEORESR
2.1.3 Order-by-disorder & EFRS ¥

2 HITOHHF Heisenberg RERTHIEIED B

2.2.1 az=—v +=a%

2.2.2 RIBHBFIRE

223 D5RAbML— 3 RITHITS disordered state
224 REOHYiAH (spin folding) & order-by-disorder
225 CAhETOERDAR

3  HITOHTF Heisenberg REGREMEADEER

2.3.1 FePyOYyqb: AFe; (OH)4(S0y),

2.3.2 Cr ZxO4A b+ : ACry(OH)4(SO,),

4 KXWROEM

1.1
1.2 Cr¥/# BB EER
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2

B1E F

1.1 25X rb—23a 2

R EAER BSOS ORIT 0 b 72 2 — R RITRESREER OREX 7 — L
Tieesd b, BEBREZE BB XLE—NOREBICES, EOVRETHET R
P—IERNE L R BOTROERRIEL EHT 5, BMKRKITBIT DI 0L I RIRELHE
BebE, 0k, KBBEREBTH D,

L L. KiEtE D4 . bipartite #T & 7 5 TRWBAE, FIE, 3AKTOLET
TR E o7 BoTL B, MIBDOEDHIC, BBHEMEIEMAOSL LR Ising REEAD
L1110k dIh B, EFRFORAICIE. BYE
IRFELEDAC ATEWVICKFATICNRY | BHISHROT
INF—FBB/NCTBHI LN TES, LL, 3ARTO

A 3EDPAELHBELRD LoA b EY AR AF
WREFICRVELN, BS 1EOR T ENICEEET
% 2 EORE O & RFICKEATICRD Z LIETE
RV, ZORER, 3EOALVIIEVCRFATICRS S & ‘P
L x MEE BB LSEXBT 52 LIBBESD, & AF
DEHIBRAOL & TREZ T TfTolk & &, RITAR
RETHIBOBFREELERT 200, HDVIE, BV
W RATIC 259 E LTAEYDEE % T v MMIEZFT T T=0K F TRRIRICIES
D EBREVOPREEIC RS, BONIN =T OFEL DAL VEBHEE LE2TNT,
ZEVEOFTRTERBICE/NMNIT S L) RAECVERBRED bRV E S RREBET T
ZhL—vareESlL M1-1TRLEFAOE ST, 3ABOHT &V I BRI
MICEoTT7FR ML —a vhs &z shd5a, BMFNT7IA L —Tay
(geometrical frustration) & FEIEN 5,

L@Wﬁhmg%oibSﬂ&@%?béﬁﬂﬁuzwkém%7ixkv~yayﬁ£
XA LIXASICHABTES, LAL, AVVOFAMEE THDIHBRNRHEITIE, 3
BEOAE G HH AV 120° OAERTAY Y 3ABEESTRECRDES I
DEHRAYVEESE 120° R LIRS, HRARA L VIIEEOFME LD LDOTED
S WK DPAICHY TS, (EBEOETFTNLE LTE S8 LBWT, BT RV s=8/5
PEANs ML LTHRZIZLEV,) BFARATHEALVOREIEFLENRTVIND,
120° HERETROALEERETH S YD MEMHEICIZRD bRz, €5 TRVWEE
. EEREBIEEOLIRLOTHEIREEICARD, AL LVOMEIZONTORTMRL
ﬂmmxﬁyﬁmé<&6&&%mﬁ<ﬁéﬂ6\77ZFV—93/®%%iZt/®

K11 75AMb—a3r




KEER 12 ITES L EBIKHBIARDTHS ) L TFHEIND,

1.2 725X L—2 a3 FRDordering

DB TIE. DT DT L FRTN B N SRR TR & R ok T b T O RGRBEE
AP EERAOBEAICL>TELB 7T A PL— a VOERBIHEIC OV TE~S, K
1-2 ICRR BB ENT T A M L—a VROBIERT,

I NNININININNIN
\VAVAVAVAVAVAVAY,
AVAVAYAVAVAVA"A
VAVAVAVAVAVAVAVY,
AVAVAVAVAVAVAVA
VAVAVAVAVAVAVAY,

(1) Triangular lattice

(3) Pyrochlare

H1-2 75 & hL—3 3 VROF

QRTTITF & LTREMRLOIISARTFLNIDRTTHD, 3SAKRTFIIBRTFO=2=
v hERBIAWRLERVDIAR LD EHATS, ZHICHLTHrIDBT Tidz=y
F 3 AR TIZ—oDBFAOLTHEITN TS, 3KTHRTFOHE. LI ITHEF T
4 EED 3 ATMEEILE LTVAD, pyrochlore HFRAERNIEFDEEITITE 4
MRS 2 —F — DR R TREITNL TV 5,

INLOBRTIOHTEH, DIOBFII2KTETFTHY, ==y F3APHR 1 RATLY
BEINTVAVWELEMAREERT 2, SAKRTOLI CBERETHHEICHST,



NUhOBERERFIN, K=y FOMMIHESE, o T, MOBFITHAT, B
BT TR M L— a3 VOPRPMIBENDET EEZI DD,

752 hL—3a BB T=0K £ TT7 T A ML—3a v OREBERT 0. HEHARE
BT S DOBRELZHRT 2 0HEETH 505, AIRIEE CRFRBEEMT S5 L LT,
752 b — g VROBEEONE (1) OBREREFEEZEMEL TORTER1-30X
512725, Ocwlt Curie-Weiss IRE, TIXERERETHD, T< T TORFREBIIMEIC
KFT 2,

21 A cooper-

2 ative

g

) ara-

% p

§ magnet

para-
magnet
, -
- ”~
- - g
1 T T >
Oy T, Oy T

B1-3 79 A bL—3a yROBEE

75 2 hL—3 g ROKEED—oL, Curie-Weiss DIERIAEIRD DRV VR E Tl
IR T AL ThHD, “hik, 79 A bL—a rORHICA L ROHEBENMEVE
¥ TRELICSWED TH D, BLEEETRERROT T, > | Ocw| OBURITHME
Mg, Ti<T<| Ocw 1T PRIESR. T<TIRFORR SNEERTH S, FRER TIHE
ERMEERTRAE— L VEVICE2hb LT, A OEERARE LAFEE LRV,
BIZTFA R L—a VR TIRAEVDEL ERKE L, BERMEISEY RIB(Cooperative
Paramagnet) ¥ i3 %, ZOZODOFEBE THORDI BT L DT T A R b—1I3 VRIZH
HELTVBR, BEREOHEREDRBIC OV TIRATRO X 5 ICHEITKEFT 5.
Cooperative Paramagnet MOREEAS T=0K * THeTiE. RixA—F — LNz kiTirb,

(feoT, 79 A ML —vavBRF—F—LAanHEE, EEIKRKIZ, Cooperative
Paramagnet TH 2D LFEEZ L HTED,)

Ramirez 37 F A ML—a VOEGVWERTNRIA—ZLLT

f=\|6OcwllT:

PEALLIL 75AM—varRid >1THERTHD, >10 THHRITBNT T
A P—arRThdEEbhb, EFRTOEARBENT 7 A M —a /TR



£10 T B2, SrCrsxGawxOis(pyrochlore #F)R ¥ n¥ A b (PITW0HKT) TiE £10
\272 %, SrCrexGasnO1o TI £150, Fe-Pr nyA b (@A A4 Fed*; S=5/2)R DILEW
Ol & LT KFes(S00)2(0H)s Tik £12 TH 5, HzOFes(S04)2(0D)s Tidk £51 TH D,
AT =32 DI OB FRTHS Cr-PruyA bEFHFRE LTVD BBTDHLD
12, KCrs(S002(0H)s THE £=12 T 575, NaCrs(SO4)2(0H)s TiE £390 &\ ) K& 72fH
ZaR LT,

(1% 2E3CHE]

1 A. P. Ramirez, Annu. Rev. Mater. Sci., 24, 453 (1994).



HEIE T HHTF Heisenberg RERIETEIKR

HUDIC, BAFHTI A R —a VRO—BERAREXFEE LD, RCEFRIICE
SRR T 2 7 T F Heisenberg SARREMEE DR & Zh £ TOERMBIZEEZTNT 5,

2.1 75RFL—2a > RO—RHE

21.1 75A ML—avROHERMLEERE (120° #8i5)

TS5 2 Fb—a v REF D TROURERINT 0L, BiE OEERREIREOKE 2HE
BETHD, 7T A R L— 3 LV ROEERIEIT A IR O BBEHER AR IV b
=T UhbBRD DD,

H=2J% 8i* Sf 2.1
C oz, SO, SIHEHMA Y LR ML, FUTEBHEA Ao NT E D, BFiIdz=> b
SAENLEREN TV B 2L EREZIICT I

H= éstj (2.2)

DEICEXELDILNTED, Sia=y F3ABOAE L ORMEAL)THY &
DOFE N=2/)NE NIZACVE) O==y b 3ABIIONTLLHDLET D, I
M. HHRARBEDOTILF—OR/MEZ2=y b 3AFBITONT §=28F0 DL ET
BB LD, ZO&EEELEIE. 3EDA L U IER—FEMNICSH 5 (coplanar) Th,
# 3 T72 < (noncoplanar) T &1, Coplanar D&, SEDA L ILENS 120° D FHFE
M DT 120° & LI D,

2.1.2 75X FL—2a vRIChZEEIZ & 5BFDER

FROAIN =T ohbBEFHEHBHECH T IA ML —Ya VRPEERT T A
MLt a L ORIETR < b R A H o L TS RERIEE LT 1200 iz L5620
R b, BREERRVESICIE., ZOEEREIIA L FEEEMEBEOHMORA Y IZ
EEELTH LD, REREBITERICHERL TSI EICRD, BRI, DI,
FZORBHERPZ= Y b SABOREDEFIZOVTOEZEEIMD S, HlAIE3 AT O
BAICIEA CVEISRFEIC—ETATHAI L, 2=y bR— DR FRTREINT
WBEPZHETO LS RBAIIRINAA Y VEOEEE L AIREIC 2> T, BEHRATD
BALYBHENKEIRD,

BT 2HAREAITE. RORBIIKE HELEEERBOERGETEXONT,
AEVOREIREEL I LRELNTVEESY (BFEDLE), - T, FENICITHR
it T=0K & CRAERBBIZAR D Z LRV EEX D HFRERTHS D,

L L. RICEEAMDS & ROMFELH L TEREREBOWELZM, 77 AL —




oa VRICRIT B BRI MR R R O 228 T AD EIZR Y Mo TERY
HENREEIT b RITFRFRBIC DD TREMEASH D, TO LD 2EEH L LT, BRA
FMARE MR, WRBEEAS MU E/ER . dipole-dipole MAERZENEBE L b, TDL I
BEORE. RIIRFEREZHRT S, BT XX —OR 7 — VIZBRFREEEOBRE
Ry —NEBEZDTLITRDBIEASD,

Yok 5 BEFFRIBIC IS O MEEBOME LT TRL . BTFZOLOOREIC bIKF
F 5. Bic. BEFEBRLTVA AL ORE SRPEOHEIC bIKFT D, BFREIL
EIRMSE 2 SO R RRERETHZ L bhH D L, EEMMRBEOBRE LILRBTH LA
ML BHD, TOEDICTT A b L—a VRORRPLEREROMNIIEH TLHEANT
BRI D,

IS5 M—va VROBEN L LTHICEEL Bbh 2 bORBIHRENE H D, B
KERELNE UTIEREA A DFR (B A ORIBOIEREMEA AT LB EHR) . R
WA EERONFEREZ BND, BEHRELIERTFORFELEENICEL, R
KHETFRPL—a Vv REZERTATHS D, LL, fFTIE, Ay D2=v}
SAFOREE PED TEEREBOEMELEML, 2, 5 &% enhance 5 AIREMED
2505, HEOEAREREE CREMKFYLILOTES I, BREOHAITIBT
(L& B F IS, Cooprative Paramagnet(#5R) DIRBE A JERITIEVRE, HDHW
1. T=0K £ THIEET 2 THEERD S, &b bORREMENRNINEIBIED & 2 SERHIIC
b EBRIC bR STV 2, BRBILWOBEIL, REREREHR EHEEHEIC
XoTRRBZELTHEZOND,

2.1.3 Order-by-disorder LEFELE

BRI L TV A ATRBEDOR Tit. ROBERBIZNET XX —2R/NORETIE
1< . HETZRAF—BEAORETHD, RONBZINF—CBRmLEIMHI = H
o E—2b5 L. fHRLEEEREOSESOTFNOHRTRLT—BB/MIED L5
RIS ES FRBOHTES 5, COBYESRBEFREBCBRESND, HEVIEL BFR
EAES L )l XiTiE, BEL XL A ROBALBERT 2 TRENH D, (BUHS
NS EANEFERES S TR Th, ZOEELEATHIIE, EEICITRETBFR
BICHDND EZ XN TVS,) ROXRROBFELELTEEI —RFEL LEDLND
Z OEHEIL. Villain & Shender 2 X » TRH &, BV X DB k.(order-by-disorder)
LT A1,

ZOET A FHREITNHE L EERBOBB/EE TRENDLD, AVVRBEESTT
FEBRYEBRNTELVTNS, 29 LTEFELENRND, boibI<mbnT
% E5 11t Anderson @ Resonating-Valence-Bond(RVB)E T /L Th D (i),




2.2 MZHF Heisenberg FIRHEADIER

#1812 TRAZEDICRMPENT IR FL—Tarkbo & bEMICERLELR
FRNEDEFTHS, ZOBTENLIDERF 7T A PL—a VRO ZNE TOHERRN
MEZEHNT B,

221 2=y F=H

DB FIE— DR F A TRITN - ZABOERT 53y U —2 Th D, HHRAIN
INP=TUOREREBIIEARLRZ2oy FEAKO 3 BAOARE LY MVOFRER
C SR BRIETH D, ZORENOTTALVEBEIILDL ) THoTHRVA, 2.1.3
T~ & 517 order-by-disorder Bz L o CEERESBOHEND L ST 3EDA
'V iX coplanar 12725 L FRENTWS, £IZ T, AL VZERD 3 £ 0/ (plaquette)
BE2 D L. SEADARELITIO plaquette iz 120° #iE%x L - CTERE SN D, fMELE
EEEREEDS 2 132 D X 5 72 plaquette DFESDHHFIZ L o THIESIT b s, (FZEMT
ORTED 3SAKE2=y b 3ATH, AL LMD 3 A% plaquette &FFATRHIL T
B<,)

4 plaquette 23 —FHEN CREICEA LTV & ) REERBORWAEELZEAD LA
v EORMES WO CEIERIZ A VY AEEOEIRICR O, BHRER 3 1285, ThT
b EHRA IEE 720 b R BT ERICHER LTV D,

2.2.2 RIEBERFIKRE

BRI, AR ORERRFRE~OHEEBIIETORT d L A ORI DICL
S TEDBID, D=11% Ising TF/V, D=2 it XY 5/, D=3 I Heisenberg €7 VT
b5, d=2,D=12 Kt Ising TFWVEBRNT, =3@ KEKTFIDL X DH, ROKERE
FERERT 22, fEoT. 2 KEKTFT S&12 D75 R b L—a VRPREMKF 2R/
ASMEIMRT TR FL— g CORBRARBEOH TH D, »IOEFII2=y F3AFK
OISV F B b B RAICER T 5 08, I F BT S=1/2 2R OMEIEL N TV,
OMEDORETHS 8=3/2 O Cr+& &ty CrPvu¥A MIkb INTEVHEE VD
B,

FREOBSICIE. =12 EARSNAKTRTH, & SEREH O DI RERERRFH
BRXNBEENHD, 12T Heisenberg Rix d=2,0=3 DHPEITEHETDH & Zz2b6h
TWBR, Fe-P v BH A k TEEI SN TV 55 BB (q=0 #5&)ITRK RS R EERO
BENC L > TEELEND EBRAIhTWS, —fRic, 77 A b L—3 a3 VRPREREK
FErEo oL BEEREOLZII2=y F3ABOAL LY 120° MR LHILAMDN
TWE, NIDEFOBEL, TRTHOAE LT 120° #HiEx L 50, AL FERENID
TL—5d 5, EORERED 1200 BEORFREBIII2EEDY ., ThTh ¢=0 s




EV3XV3BELIFITND, TADLIEN 2-1ITRTERBY THD,
ZODOBERRDIICEBRBINTEAAZ VT 4o TEHEND,

K=%§-[SI><S2+S2><S3+S3XS1] (2.3)

S Sz Ssii=v b+ SABDIMOAL LRI b THD, WA TATA1F2=v b 3
AFEEEHEYICES L EDAL Y OMEX OEEFAZRTHDT, s=1DEEZ LD,

q=0 H&%&1X 3 D sublattice Z&FH, T_TD 3ARIZONWTAIA T YT A BELTH
B, HAF YT 4+DHBABK 2-1(a), - DHERGDOTH D, I LT, / 3X/ 31#
#iX 9D sublattice D, M 2-1QDEHICHA TV T 4 BOEHDBEICENLTD
staggered #1E% & 5,

X 2- 1 q=0 & ((a), (b)) & v 3 X 3 #iE(c)

2.2.3 75X L—>a RITHEITSH disordered state :

752 PL—aryROEERBIEIEFICARELHERELREDL, BELRTNIT
disordered state LOMFIELARWEE X HND Z L BEV, DX S 72 disordered state (T
KO K 5 12 bORDH B, |

(1) Cooprative Paramagnet

Villain 12 & » T# % & #17= Cooprative Paramagnet JREEIZ, 7T A FL—a VRO A
USRS BT L2 20T, IZIEHBICY O VTV ARETH ZIB], #lx
i, DT DOKETO plaquette TIZ A B UELED 120° 52 L 28, TDX S ICROPTH
R % > T T plaquette DREIAIZ & A & incoherent THIVITRITR BT
FRERVEDD TR, HDHWBHIEE T dynamic(fluctuating) IZIRE 5 725 I,




Q) Av Bk

Anderson ® RVB(Resonating Valence Bond)Ei M ARHAILbDOTH S [4,5], 3AKT
Heisenberg R A £ L itiE 1 EEIRE(singlet state) Z TR L. FRHBBTFHRERZIEE
475, ZOREEIEA B i (spin liquid) & FEIEN D, o oHEIC IR, ERAED
HICKGRITART . A EVTERENEICR—VRIBR OV REICRD, ACVBREFEIDDHS
PRIV L, ROXIBEEZES 20,

Anderson ® RVB EF /L, B TR D 12 X AHEBFREBORRIRERITZ>TND,
TS5 2 P l—a VROEERER A EVEETH D0 E I MEIRE REKRERTAT
Do

Cooprative Paramagnet D3 2. J57% disordered state OH BB TH D DITXH LT,
2 LB BT ROAHBRTHD L VD I bigRSh T slel

Q) AV FA

752 b L— g VROERICET 3 EEREL LTERNICES DOYE BRI T
WAHBDIZAE YT T ARRKREYEDH D,

APy T T AFAE L RAENDT v 7 LRERE CHELZRETHD, Z0LIRA
EUBIEIES & ACEE BTV RIEN &, BENERIBE(THYUTETTAR D L EET
B, BHOPFMCTIVE—DRRZDEERERDH Y. TOLRBEBT 5HEERO
KHEPBREICL D, —RICKRD XD R D D,

(1) T LA FDIEEE T Field-Cooling(FC) & Zero Field-Cooling(ZFC) D E R LRI
BUWAH D,

@) T,UATFORECRRBILER ¢, x " WCABRETErH S,

(3) KB TIILEITIREIZ BT D,

@) AEUELEERVY—TITHDT D,

(6) EHEEERFFIIRZ R0,

SHORBCA LY VT AMBRE/BI SN TVAR, 7FA L= aRTOA
By 7S AMARRERERIC PO X 9 2R TH BT A CHL DT STV,

2.9.4 REL DY AH (spin folding) & order-by-disorder

NEOBFTlE2=> 3 AFIT—EATLIBEEERTHRY, TORHIZ, A D
5 BEIORE D ICEEE LT b 120° HEENREE S5 2 L ATHRICE 5[7], K 221302 ¢=0
. )25 3XV 3HBICBITAZEDX I RHIERL TS,




(a) ®)

B 2-2 Ay OEEE

WPhOBHA bEBEE R ©Y FA (ABABAB - + +) EXRERE(T5EMR, Tk
i3, BT BEOBAIIZBA LA —TIZ0 5, q=0 BE TIXEEEIIERICR D, £
DF A plaquette ROV E DDA E L DFRIZ—E L RV O 2 HDOR U idZh Tl
SLIZEROE VD IZ[EERT A 2 EBRFFI D, coplanar BREZ A S 72V & X ITIE, plaquette
PEBMOEbVICEEET S Z L2/ B, i plaquette DIV IALEEHEKT S, ¥ 3XV 3
#1& Cl weather vane mode & FEIENI 5,

plaquette DEHZIZ% T 2 EEREBOMICIIT R AT —EBENZVONL, ZRXLF—D
AR LTEVWCBYIEDS Z LR TED, 2O REERBIEr =R VX —F—F
b, EEY oL ERDICKIET 5, ERMIZI coplanar IRE&I noncoplanar IR
IRV o R x ¥ —%2&D, order-by-disorder (2 X o T coplanar JREEANERIR N D
EEZBR T3, [8,9,10],

2.2.5 TNETOERMAE
(1) DT HIE-FOEEIRE

DD FTIETTA L= a b BFROEDEDICAL HEEITEML & bR
BICEFT A1), BEFEIC L D L RBEEA A B OB & B A A R OB DOHIL 3
ABFTIE B%THEDIZNITDHBFTIE IB%ICBERY, Z07dD, HPIHKRTF
Heisenberg % O EERREIIFFREZ IO 2V & FRE T,

A EUI R IR N 2V 2 & 2R T8, PRSI LIIERE L E2ZRB L THn
® T order-by-disorder i= X B BFFIREED AIEEMIZ DV Tk b b 72w [12],

Harris %% 2 K, 3 KOBBEHEERAZ E0LHAOHTRA L VRIZOWTA YV KHER
Lo TZHOREMEFREBORE 2R, £, BERERE 8 ROF—F—%T
YD, EHEIRL CRE SN TOWERHMERT v YV ORGESRIT 5 Z & 28 LTz[18], ¢=0.
V3XV 3 #ED ZS>OREHHFREBOMOBRIIHA LM SN, Zh b OREH
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DREBEVENWZIAVF—RETHINE I, ZhbOREMBF2FORENPEDCR
ERETH B0 5 Mk LT,

TR ¥R D order-by-disorder i Reimers £ X > TEV T H L aiEE AWV THRL
h72112,13], Reimers & Berlinsky iZ XuiZ, v 83XV 3D A &L FBIIAF A4
IWAA T RAL EENBN, REBERRFIIER S 2V, 2229 Heisenberg % D
FIREIL T=0K TH Y. T=0K TO ordered moment ITEF {2/ bZ & &R L7,

INHDERNEL T, HTHRMIZHETHRIICH, 120° HEOREMRF L HOF

TiXV BXV 3HEDFH N q=0#EL ¥ bEEREL LT=RALF—HICERNTH D LHE
EhTn3,

Chandra & Coleman IRV R<=T ¢ v ZIREBLIFTN D AV IREREEE 2 -
(14], AU BHDE L BEDHME LY 2B LEHFAICHR > TRIZEEZ DD, By Fik
TFUELTRAE VIO BARHIK, HERZIOLS REFWRRERETED £ OHER
Ihad& L,

Ritchy % Shender &35 E Dz b u ' —Z & o TIEKIE TIX/BFTHY7R coplanar state
EAC VDI VABBERINDOT, REMRFREBIIBRINRNEE T, [7,15],
% 513 plaquette DT VAL E S = DREBEFEZEIL IR PANVAE L T TRALEEAT
AP

PR EETENTORTFO6ARLEDORAY O 4O 3ATEFZTOEARBN & LT S=1/2
DEFEITE L T HNafHHEITo72[16], LBUZZ DO — I BEET D2 & ROEER
BT 2RV L2 LT LT,

BOE DB RIIA © kAR, B2, EERBMEOT RLF — L~ L OREIC
HERENPNTND17), BEFEA S, 72D KE#AME Heisenberg #id T=0K THEIE
BEERFF 2RI RN E V) ZEBBHHN TS, Waldmann 513 S=1/2 DFA ORKIEFE
Mo, EERBIZR v 5t D singlet $REE (S=1) TH B Z &, singlet REE & Z D LD triplet
WiE (S=1) LRFrv v I TRTHRTWAZ L, LhL, ¥y v 7O A
O singlet FIERETHO LN TNWAZEEZRELE, ZOXIC, ATy v FITEE
HOZHRTE S, ZEECIRAED & B R IB T ERERIC 27223 D, George %13 plaquette &%
., self consistent IZHEFREDEIRITR D> T 5 &\ H dynamical 72 FEJI5E{EL
ERWT, HFEENRENMERE TRETHDLIEEZRLTND,

(2) M50 H 55HE OEEIREE
G O HPIZ BN TV DN O T-RKBEEAOEEIREBIX, &, Zhitomirsky (2 & >
Ti#i L b8l
BB ORTCOHRBRNIN b=T VB —~ VEHEMFTMZD &

1
H= Z[Jsj +3 g,uBH-SAj| | (2.4)
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o=y b 3ABITOVTERS, QORI 8,0 2 KA TTIRAF—REB/MNIR DD,
H=0 D% §,=0 T 120° #EIR2D3, H#0 DB S4= —guHAJ DL ETH
%, AV UECEIX coplanar T, AV U EEIFHES & FITIZR D, AL UBTNTRIETIC
BIT D01, BB HE12J(gupD L & T, TOLEHMAL U OBAIZITS=1L LT
WBDT| S, =8i272b, H<4 gy p TR TR A YV E DO H T plaquette D X
U 1 ESBEIC AT (EIXKET) 12220, 2L LT 120° BoRBICR 5, A=
4JgupD L FTiL, VEBPFT (FRIIRHAT). 2R h L fm&mEicies, 4J(g
4 B<H<12J(gux »TiL, clapping mode &I B E— FIZRRY, SiBBHICRDmME,
Sz & Sl THEWITYATT Siicxt L TEWEEEIC/ 5,

WTFRIZLTH, AP VERBESBICH L TIHER Y, £DOP T plaquette D A VELE
BETDHZEEZRLTWD,

(3) At ? dynamics (283 % E%

AV ORERIZEENILT 7 X b L—a VROKRE ZZEMOMEE LY bERAICETTE
A9, ZOFMEOWFRIL Keren 12X > TiTbiniz[19], HHARNI N F=T bR
v OEBHEIIKRDOL I ICEZDNSD,

ds,

LU, 3,
i BEHORE L OEBEA A 1220 T e 5, Keren ITEBNHBRXE EFEFLNITD
BTIZOWTEMBEMICAEE, AX7 MUVBE j(0)EHE LTz, AEICMAELE, V3
X 3HBECRIFRICEOEROMICBET 5, EFEFTIHMRB TRFRE TS, 1T
DT TIERARRE(T=0.02) E THERMEN TH D Z LT ENT,

NI DB TII A U MRBEIIZERIC HEFFIAIZ S short range THDHEWI Z LR T
&%,

2.3 M ZHIEF Heisenberg RIAMTEADEER

BTENT T A DL —a VOFRIEEY 3 AR TFREMRIITON TE LR, KEIZ
WeEETHEIV b=y b 3 AFOBNHEOR W a—F—%2 G TR FEROVEIC
Bolz, RRORETNIHTDHET & pyrochlore 1 Tdh 5,

INETHIOKRFEEBRTIVEL LTHYORTE DI Yy A FRIIDE
YT, ZOEHTRARRLBEVEREZZE SV Yyt A PRIEEVDOERIZOVTRERS
[20,21],

Ty a¥A h(Garosite) iXFEMFEMITITT LT A Malunite) S A —TF DY T T —T &L
THEMT BND, TDOAERIT ABs(S0)2(0H)s TEHE X BB, A IEBBA AT,
Na+* K+ Ag* Rb+,Hs0+,NH4*,(1/2)Ba2+,(1/2)Pb2+% ¢, B i 3 i DA A > T, Al*, Fes+, Cr3-,
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V3HETH S, Uyt b T SMOREMEA T2 BNITORTERR L., NITOBTFIE
WIZER > TWB RiEA A2 ORICH: OH DA 4> &0 L TR EER B EL,
2K DD E DB D IEREIIRENEA A L B OEEEIC e~ TR E L mRMBEERIhEWE
EhTWa,

2.3.1 Fe o> 0OYA k : AFe; (OH)4(SO,),

RetEA A & LT Fed(S=5/2) 2 STt AWM T, T Z TR D Cr ZDLEW & EKHlY
BTyt A b, HBWIE, AFe Uy A MEESEZ LIZT D,

BTy ad A bOREEE, B, BLRAEE A AT T —ROERIZE > THND
hi-[22,23]l, A=Na+, K+, NH¢*, (1/2)PbzDRES AV DTz, ARANY T —AXT MUiE
300K, 80K TIZUEMMEERIC L2 0L 2 A0 — 21220, BRMETHHI L E
TF N, BOK TAALZ MUVITEREN - TIEE ALHERT D, SHINRELZ TS L@
MREERICL>T 6 RICHEEL=ARY MABEND, BH{EEOBREERFEICIIEOL
WE— 273 T=55K(A=NHy). 53K(A=Na), 60KA=KIZBN5, ZhbOFERND Fe)
v A ME T~ 60K CEEMRERTRT S 2 L b o, Curie-Weiss 1B i3-600
+10K TH b, BEHHEROEIEIET— A2 M 6.0502.57T, (ZFHER FeXr DT —
A2 MLV, Plaquette ® Fe A ¥'2i3 non-collinear TH ¥ . 3 EIEEEFMEE FF00>
5. coplanar ® 120° #&ETH A H LHE S hiz[22],

AfanasevEICERIZ LS & HsO-Fe Uy n¥ 4 MIM 17K TREBEKAF 2RI 5238,
—%. KFe Py A hDRRY Mid Fe A A OBHHFAEERIC L D 6 4D line 23
Rz3Z&iE HOFe Uxu¥A FOBELRALTHAN, LD 2 A5 2 HiCHHET S
Y EBRILE, AR FVBITIRIEANY v LDIEEWK) E T narrowing /R L, AEY
FERFEHTHEDL VTS Z LR ENT,

SyunHd A MEABIZOWT OO P HEFEIEOERIT KFes(OHs(SO0:,
KFe3(OH)6(CrO4)s, KCrs(OH)s(S04)2, KCr3(OH)s (CrOsz2 22V T Townsend FIZ Lo T
Fhhi-[24], REHI X BRSO LEMTHIZ LRI DLN, KL Fe DEARIT, €
HEN. 98%. 89% LTSN, BILROREN S, 65K LLEDRED Fed™ DMK E—
A ME 5545 T, 46K TEEMHFRBICHEEST 52 Lo, THEFEELOT —
BADT 49T 4T ink, ACUERERNZODE LD 120° #ETH D, BRFETORS)
FT—AY MI43up ThHoTr, ZOEIZHBRA T DEEDK T0%T, BRFHETHAY
UBKERIED EEB O L ER LTS, KFes(OH)6(S0s): THMBEME BRI S iz o
I LA BRRIE M EREEEAD 2ETH D EZEZ DN TV, (B Ml
AD 2 ETHTHTHEIL 3 BIZRY RES L TESBRFECR DD, HITDHEIC
BERE— AV FORFEHFLER,)

Fe-Tx n¥A MIONTDORKHRERIITBRE S N —TIC Lo TiTbhi, (25
9. AFe3(OH)s(S0492 (A7 U A A ) @ NMRIZEWT B IRBE R ~ D B R H MR ER
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BRBR S, 2 ODEBA Tvi, TheB3RD b7z, A=Na D4 . Tnv=60K, Tn=50K,
A=K OB4. Tn=64K. Tn=48K TH o7z, A=Na,NH¢D - EELN S . RIS
=0 BETH B T LN DI, —FEIES N, A=K O 2 HEORBHI OV TIE

Fo 44 h® EEEIL. BULEOHED &L 10019 %ERH 1), 100£3 %GR 2), THET

HEH DI 99E1% Th o, IO OORBOEBEBEL =67+ LK, 65K+ 1K T,

BL DR E R I TERA 2RI RO R T, T EL T — F ~DT 4 Y
R, BA T VT 4B+ ThD I & HHENPD O, EEE%&EEF?%%‘%M?J% FVT 441D
O REBTH D Z EBHLMTRoT, BRI COB IS E— A > ME 6.0+0.2 £ 5
£ 1), 5.9+0.1.5 GRE2), BFFMTIX 3.8020.06 « & 1), 3.80£0.03 u Bk 2)T
ot BEHTHLRIRACUEDENE>TWD, LEBA A4 2E2TNMR DHENE
BT, Ay #TERRE ORERFERIE R © 3 EmC & LEMHAB TN,

HsO-Fe Px¥u¥A bEERLS Fe-VyudA FOEBORTEERIEIX. Fe K#E2 10%
EF TR LD o Th, EEREBITTRT =0 EETH S, NMR THEEY DB B
BN TWBR, TOEBEITbA- TWRY, HEREN =0 #HETHD k. Himh
i 3X V3 BEOF BT IAF—BENEZEZLR TSI L L—E LW, FOHHA
m%%mf&wﬁ\ﬁﬁﬁﬁ@%ﬁmiw@W@zeymﬁ%nybu~wawéﬂ%
MR S TV 5 120),

HsO-Fe % m A MIMOD Fe-PruyA hLESTRRY, 1.4K ¥ CREBRERRFZ
FEP. RWVEE T=138K TAE VT IR L LCERET 5[26], Wills %1% HsO-Fe ¥ %
DA h O Fe SHEM 100%ICHVZ EBRAE LY T ANREREOEBTHD EEELT
WB, AVV T T ATHDH T LITER., RFEHLEORES LN D b TWa, Lal,
W EED A Y Y T AD L D ICREC ] LignT, TPICiEd. 1.9K FTOPHETE
#,C Bragg ©'— 7 1ZBM ST, SRR L AL UED & & RTIERFRR diffuse
B E— 2 2SR 55 [26,27], B> Wills 0> 8 T3S EREHERIT 250K EWVHEn
LIS B 6 LI B = & A B v R o 72[28), Z DEBROBMELTIY T=1TK TAE Y
S 21272 BM. FHUTN K OhD plaquette DIED/MEZR FAA L LERENTWD EE
2 BTND, FAL Y OREIRTVF AT, T=1.5K TOA L ARBERIEH 10A Th 5,
plaquette PO R & BB L PHEFBEL THDOH D vy, ACUVHEORELAC ST T A
Awﬁﬁffﬁwiﬁ&%%fri6:00):ﬁ</vﬂ?b~x/f~/vbi)7“c1ﬁ$ﬁﬂ1’ﬁﬁﬁ (Curie-Weiss IREE) &
BT RN —Th 5. %13 HeOFe Py ¥ A b R LB AY ST ARRIRERIE
Ritchy D EET S hER IHWNVAE LT TATHS D EIRRTWVD,
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2.3.2 Cr O k : ACr,(0H)4(SO,),

Cr¥yulA MZOWTDOERIIED RV, BPIOHEIL Townsent FEIZLDHDTH
%[24], KCr3(OH)s(SO»2 MRkt bright green color TH 3 LR E N TV B3 bhbh
DORBOKAER L RES ER>TWD, BULEORIED D, Curie-Weiss IREIX-67.5K, &
PR E— A b 3. 745 (BH Cr3*( & OEiRE 3.87 48 T. T ORALEDIREREE
D OAEBIREIL 12K I2dh 5 Z L B R S hiz,

Ramirez i3 KCr3(OH)s(SO2 M HLEAAN TL6 |ZEfB] L T — 7 HIZHD > THERKTHZ &
EFRUVWHL, T=155K TAE LV F T R ZEETH 2 L 2B L7[29],

Lee Hit KCra(S092(0H)s & EfB 71k L7238 KCrs(S04)2(0D)s & AV TEBREITo 12
[30), Cr3*SAEHRIIHE Tid 100%, ER T LB Cid b2Eoir & v #ELIc K D &
75+£5%. BALRREDN DX 90%Th > 7z, HIGFTLEEIOBALERN S Curie-Weiss IR T
542K Th 2, W5 OREO LLBRIE & BEISFb L 72380 P BEL 21TV, T=1.55K
THEBEBREEXDZ 2R L, C/Tvs. TOZuy MZIE, Tl Cr REDOZNER
FAL L72REEDIE 5 BRREV Y, Bragg ©— 7 O L EREBERRFIL =0 B&E L REfm L
T35, BEMROMHEBEEREO THRIZ 10004 Ths, Ez, Lee bit CrK-Cr DHEEMEE DO
FEEHPL TS, F—F—FT7TFA ML= a Dbl T=0.1K THEETHAR,
dynamic 22 fEBEREMBIIY 3.6K T L. 2OMBERIZ4.1A Th D, ZOMEIIN Ik
F® Cr-Cr BEERED 2 52X 2V, BRFHOAY VE— AL ME 1120348 THD, &
DETEBMAETOMED 13 IKBERV, Cr¥yud A MIREHRFEERLTH, A
Yt Fevyyuad A PEVBLLELRTHS, Lee Hix, Cr3tjd Festrk  SH/h& L,
AEVOBFHIZE ST, REJBELEEZHE-TWVDHLEFMLTVD,

—7F. Wills %i13Z(H30)Cr3(S0492(0D)s 2oV T Curie-Weiss 1BE13-76K THBH Z &,
T=12K THEBRHD Z L #HLMILER, BFRREBIZOVWTEREILTH RN
[21], % OER TIEBFFREBOMBIIT S LORELRIBH o720 L Bbivd,

$ # 13Z KCr3(OD)s(SO4)2 ® ordering % HPETHELZ & » TH~[31], Cr & EHEIL,
BELRABIZ L D L 86E1%., FHETFHEEDNHIL I5E%TH D, ZDER TIIBREBIRE
I Tv=4.0K CTRIEBERF (=0 BETH D EEXOLNTZ, Ll 1457 VT 4idFePy
DY A FOBEDE D IC—BMICED B I EMTERMoT, TIUE R AL LGSR
LTWT, FAL U ZTEIRZHAT VT 4 BEI DO TIERVWhEHERAI S,

UEDBENPG55HD XK1, Cr Py adA MIOWTOERIZED 2L, FIZERT
DA —F—=IZONTIIA LT STV,

Fe RO Cr P vy u ¥4 bOIZid 3 il A2 28 V3+TdH 5 (Hz0)Vs(SO)2(0D)s D EER
2 Wills 512 & o TiTbn72[32], Curie-Weiss IREIL-45K TH 5, THTHELN D Z Dk
WY T=21K THEBR SV  BEERFIL=0BETH D Z LBHALNIZINTVD,
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2.4AXHMADEN

BHERCBNTERD 7 IR ML —3a VOREWVETFRIZ. DIDBTTHSE, £0 2
REPZOBRFEEBRTIMWEEI yadh A MeEWTHD, TNETERE I L—T7 T
M Z k& Heisenberg KMBHEARD 7 5 X hL—3 3 > & ordering DIRFARIZEI L T Fe-
UxodA bl LTHAELTERZS, AT, Criyuda FEEY EiF3,

Cr3*® 3dEFIT 3 ETHY, 3d BFH 5 @D Fesrlit, BRBHEMERIZKIT D
cation-anion-cation OFEEITEVRH B[33]l, £D7dIZ, Cr-Tr 2P A +OREEIL Fe-
Cya$A FERRSTEY, ordering DREELESTL b, EERICTHEMEERADOKRX
S Cr¥yuy A FTiEFe-Vrya¥a bV —HEES/IhEW, ZDOEDHIZ, Cr-¥rad
A I ZTHEHNOBREMEERICKHT 2BBICER T, thob M EERORA
R F OBMTEAFEDON (BetEA L DRMaZ: E) 72 8 OMWEE L 2T 5 wlhet
BHD, X, Fetr& CrrTITEFEBIBERBRLY . FOBA Y I RIZTREGEMM
MEERGED LBbh s, KEERAEAPREMERFICEETIZLIIFE1ETERR
L ICHEHRIIZTFREINTWER, FevyudA be Corvrat A FTERRDEA
9. BlZIZ, Z<DFe-Py ¥ FTIRHKBETq=0#EE2 L2808, Cryyuda bIk
BERERRFF 2 F5 002 8 D DI bRV, 2O THEMICHEVHEEERN H EAITIL.
CroyadA FTIIAEMHS LA, iz, HsO NHet % Eie L 2k CrNH4+Cr
DX REFEMNLEMBEERAREZOND, ZhoDZ &b, Cr¥yat A bo
ordering iZ Fe- v ¥ MM RYRRBZZ ENTFHEND,

FBLIETHRARZLIIC, 79RA P —va VIEFHERTHINOBERA BV I/NE
VNED BEFIIRIIREWVETFRIND, Cré3tid §=3/2 T, bo kb S1/2 1TEN, L
L. Crr¥ya¥ A FOERIFFRIL Lee DI N—T L Wills DT N—TF12 8% 2, 3DE
BRLD»72<, B2, HOOEBRER T Cr-¥v ¥4 D ordering (ZBT 3 IERERER
BRONTHRVORERTH D, AFEOERZEMIINMRIZEY Crr-¥y s A DI
7 B IREEHIEEVEBRIL, DIOBFT7 I A ML —va VROEEREEHONITT
HLETHD,
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3.1 3%

Az CRAWEREHE 3 @A 4 L LT Cr3r koY yut o MEEH T, Cryy
A FEBEFRT D, 1A A A & LTid K, Rbt, Nat, NH&&ExgE LTINS,

3.1.1 HEREE

Ty uiA FoORREEIIR 3-1 [TRTEY
ThH B, Z=MEE 3 EEERKFRE & B FR
MZFOR3m, XIR3mEEZ LR TV, -
CrxuatA bOREMEEED D OIT 3 MRkt A
VOERT D 3IMONTOHEOEEEETH D, ‘
Bt A AR 32 IERTEHICEHEnITD
EZ L ThOPDITENWZBE A L 0bThH
WEAFLENFEEOPLMCMET A1, ENE

P

"

D

- @
¥
yOt
O

1
\

{5

N ¥ 4
e
o
{ 0)®.
-.‘...' ‘

x @
ROFROMDIICIE OHIZ BT 5 4 H0EER ° O Y
0(3), k£ FOEAICHE SO DEF O@NIE L v y
S [

TWD,

BEOENTEOPLNANET S Cr3ri A
72 Cr3tDRy FU— 713 T FEBRT D 3-1 Yy u¥A hOREREE
(X 3-3), ¥ YA MEGD Crd+A F 2 DB
HiExE 3-4 1R, Cr3tid BRI I = AR
BTV . 3KONTHEO=ZAITETBE L
TIHZ L CHAEICR25, 2BDO=ZATEDOEL
A SHR O PN VO FEREMEA A2 AR D
BOILEANPBALE LTV D,

BT B,

a=h=1.2225(2) A

=117.2122(5) A
THB[2]

ol BN BN

3-2 BRR/N\miE
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K3-3 »ITHm

X 3-4 MNITHHEOBEWEE

3.1.2 Cr* 1 F VDB XBEEER

(1) DITHENOBAZHAHEIER

Cr3+* D RBEEMEERIE OH g% 0@) %@L TH Cr-0@)-Cr A THh D, R FHO
A FEE 133° T Goodenough 12 KSR MR EERIC 72 5 [3], Cr-OB@) AR FEIX 1.99
AThsB, SOTN—T%BLTO/KECrOQ)-CbE X bNDH, BEIEIHERI
CELAN

(2) DHIHEHEOEBAZBHBEEIER

2 DO HERIOEML 5.94A T, HIHENO Cr-Cr FHHEHE 3.66 A X 0 27220 K&
W, PxatA FTIR2EONTHEORNC S0 LHEA A BEFET D, ThH DA
FUBAELT 2HONTHED Cr ORICBEZMIBEEAIMIEHE S, L, K35
Rondk5ic, HAMEHD path IZENORBMA 4V ELICHATRLS 20, ERMEEE
RAid/hankantng

—%., Lee ZiX 1flif Ay LTK 28 Cryvyu¥A b UTFTKCrPyurdAbX
X B=Cr3+& LTHUZ K-Crd DL 5 ICKHT3) BMER T q=0 MBI FHAE LT,
CrK-Cr OEEIMEEAO R TR L TWB 4],
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X 3-5 EHHEELERORRERE

3.1.3 JELFERAUMARL (nonstoichiometry) DFEE
ERENZT Yy YA H:l:lﬁl%%ﬂ“/&:f)b\'(‘b 3 A F DN T HILFEERE
EREEHE -2 ERMLNA TN,

(1) 1A A DOREE HO-Vx a ¥ A bOAL

1A A1 8-4 ISR LI X D2 28D Cr 3 AHO FLIAE L TWD, £DOKRE
BRI EBR 2 BHET B 12D HO A A BABBl, £07=dic, 1A 4oy A
FNOEERIIEICL EEZOND, LHL, 2O LRERENTY ¥y a YA MEAWR,
iz, AHROLEME HO-Pxuyd A FOBAHTHDILEI Z L 2BWRT D, Kubitz
ki, KFe-Uym¥A FTid, ¥ 20%D HsOFe- Vv u¥ A F a6l

Fe-Py ¥4 POEBRTIE, 3L ALED Fe Vv u¥4 MIKIR CREREERF (¢=0 #
&) Z7RTM, HsO-Fe-¥ v 244 b HsOFes(OH)e(SO92 DH ALV 7T AWHR D H N &
R et Wills Zi3 1 flid AV ORBICERE LTV, HIChITHREADOEIRMMAEL
EROBMEMN Fe-Pyadh A hd~1/5 Thb Cr-VyuadA bTiE, »ITOEMICIISE
niz LG A A v ORENRBEEFICEND E TR D,

HsO+A A A D S02 7 N—7 L ORI /AERE F /R OFREMEIER SN DS, HsOt
IER T 3 EIEEREORE V ICEEEL TWAN, BEMES RSB E1LED, 20L&, HO*
ERFRCII RV D, BREEEROMRE X HO*OFETHMEICL D, BRTHLNIC
TBHEIRERENTE Cr-Pryat A b T LEREA A2 D 20%RE D HsO+ TEHB ST
WAL, HsO*OHEMMEERAOHEIIERERMETSH 5,
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NHA A2 bR SO SN — T L& T HWEMER DD, ZRNETD FerPyu g
F OEBTIE NHeA 4 VBRIV oic, NHe 2 LEERBESFEELTH
HsO* 2+ 2EEHE LV /SN EZLLNTEET,

(2)  3EREMERSA A DX & BRI

SRR A A AT EICKIBE V., SHEL80-98%TH D L Eb T35, 6], EEM
DRBICH L CESHEE L RFET 2720, 3 i1 AV icfEE7T 5 OHE HeO X HsO*
KBHRIhBLELIOND, OHENTHEHNOBZHEMEEIER 282 BER2RE2HoT
WBNE, OHDT ¥ AR ERILIY v ¥4 FOBSHEEICKE REEE RIETICED
2, B, THRMEERONS D Cr-Pyad A F T, Fe-VyatA FL Y1 Cr KiA
¢ OHOENICBETHA D,

F7-, EEICBEEX#I b HOBRREOMAEIIS 2o Thigly, Cr KBIZ L HBTE
BOBITIEE A L7, OH DERIZEE S BFOEFICONWTHAATH D, REFTHRE
WOEEIRFERORE CIIBIETE RV, BANOHEICIEELZRIETTHS I,

1A A0 3 il A A v D RBICE - TREB Sz He0 R HaO % X RET-oh
FEFTCRET S Z L IXEETH B, BERDIEONRVBIRTIE NMR 2> TR~<2 2
LIEBMICIITRETH DM, FORBTIETERY, AR TIE, KREIO H OFEICHK
H % NMR 2227 FAOMEBRIX. Z OO RERMEDVE > Thole, T TEE
FAL LEEHZ DWW T, D20, D3O DEFEDRIT 2R AT, FMRFEREZED IO,
TyutA FNERERORE L HCHEN R HOREFEDCREIEEND,

3.20r-Sx O4A FOAHK

CORRCANE Cr Y B A MO ESORBERVT, £T, REREAMRES
WA E TR &z, FISHE Wien K Lengaver #ig2 bHEG SN K-Cr¥y Y
4 hT. BB (Wien) ML CRTZ Licd bl Coficl, SEAYTHERS
e BREHE S TR B,

3.2.1 SAE

EUBL & 2 BTV Y RRERHE L iR Y 1 AR IEREE T pH A FE LKERE®IREED
DEETTRBEISESEDZ L TCr PryadA MIBREND, REHIHRROLEY &
LTEBN, BT S L, BREETTHORBIER, 2B, AROFEDL DRERET
EARFIZ S ENBASDEDAREN b Z 2, K-Cr RBHZ oW CEIRME TR S B2k L
SBIAES R LR WVRE DRE Th 3 280°CE TR L EZEZ5 & 0> 3 HMERI ¥R
SBHCRMERIE R O H-NMR 227 bV ORIER RO B EAT - 2, 2 DD EBRRERITED

21




RO oTz,
Cryyu¥A bOESREITROBEY TH D,

Rb-Crd DA RSN

Rb2S0O4 4.79g

Cr2(SOvs3 + nH20 2.66g

ERER 1.50ml OIRE W% 48 R 280°C TRER

NH4Crd DA RS

(NH4:2S04 3.20g

Crz(SO4s - nH20 3.6¢g

HHEES 2.00m] DIREME 48 BEE) 280°C TRESL

3.2.2 HHDOBEH

LRITY ) DR — VT EFEMETCOBEND 1~100u m BETHD I L PR S
niz, RBOREE, XBREY L PHEFBILERTIT o7,

X BESFII SR AR S MR DER 2 AV CiTo 2, £ ORRIER L2 T
OREHCE LT Cr Py oA FOBEHERETHS Z & PR I, X 3-6 IR
X% R7,

F7-. BB L3 KCrs(S04)2(0D)s O F T #ELERR 2 R 7 B SR O ZEH R
F4F JRR-3M % AT o 72 [2], SRR REITERIC K 28T ©, RBOBmE&EIY v
Y4 M e LTE—DHRTHY, BTV MUIERRCERFTEREINTND
ZEBbhol, CrA Ay O EFHEIL 95 3% T, BILRRAENSDME 86 1%L YR
K, H3-7TICFDRRERT,

., BLNEREIOERD L ALESIIIITR R o7,
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KCr, (OH) 4 (S0,)

100

80 |

60

1/1(0)

40 T

20 |

iy | LL[MM

2500

:

1500

Intensity (counts)
o D
8 8

g o

20 40 60 80
20

X 3-6 K-Cr¥yudA roXHREH

KCra(OD)s(SOa)z
T=300K 1

MU PR BEE U S W SN ST S TR SN | PRI |

20 40 60 80 100 120 140

20 (degrees)

& 3-7 BEAREFEO P HEFRGEL
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3.3 REBRAERLEE

= OFFRIX SQUID BEREHT X BRHMEAIE., ~L A NMR JIE % 0108 L2 BREFFET
HBb, UTICERFERVEREBOHMELTRT,

3.3.1 BERIE
BILOBIBICIERAHFRFEHELIR L ¥ — D Quantum Design #t f SQUID
(Superconducting Quantum Interference Device) B&#F( MPMS2 K& Ut MPMS5) % fiv»
2o BRI EAVDZOT, REERY=FLLOIFEVCEAL, AT ELVOEEIC
1. R bhu—%fHot, REZEERVENIC OV TORBALIIE & RIKHIIT> T, Z O
BENyITITURELTES N,

LI RO E

INS BRAERRES T TRUMLABIE L, BILRESE O REE L Lz, SMBRES 10G (2K~
300K) R UWEE 500G(2K~300K)D T THHMLEOIREREM 2 T2, 8K LT DIKIRH
Tk, BB AA(Field Cooling; FC) & ERESE M E(Zero-Field Cooling ;ZFC)D T TOH
EHRITV., BREHE L, ZFC TRBEHOBEREA 7Y a v ERVR, MR —
VR EBAVDOTREHI D 2851% 0.02G LT TH D,

2. L Bl

NMR EBOEREN OB LN EHRED L, TOERE CRYLEREZER L, BIEEE
F7varvERWCEREIC L%, BREEEL YV FOBWEENLRIEREE THAIL,
+50,000G OEFE TCORIBRELEIE L,

3.3.2 7INILANMRZIZE BARY MILERRE VIR FRMBREOBIE

BALRIESWE D~ 7 n R E 28R 5 FEThH D DIk LT, NMR 26 iZWEANEO
I aYERSYERT 5, AR TENITOEOEFICEET S H. D RUN»IHME
FIZTFET 5 87Rb D)V A NMR #1727z,

(1)3/v 2 NMR &
EERICHWEVA NMR EBOTuy 7 ¥4 777 L%K 381277,
EERRESRN S EEW (T~206MHz) % 5 A <—/%Y a2 CTHRET 5/ IV ARRHEOH

HTEIET S, BEBOHANEZE/EESR (A 50w) CoR&E, TOHAERI7 IA4F

AHy FRICEBW 2 A MCHRAREERBERA 2 T o — 280/ — 7B L TR

AR
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sULA NMR OFIE 8 a4 VEFRTIToT, HZ2EERWE I T AR LT
L7 (B 0.3~1mm) THEX, E&KICIXT 7a 77—V, aA4 o5 ln:
bbTFrurF—7 Lo REMT, af VOB I 2HEFELMIEL,

Uyt FOBKRREHIGHEY T ABMOMEHY TN —RICAN, BRITAY
—A T TurTF—7THE%E Lz, A —R I NMR a4 M2 L2220 $kBAT, &
—2HAH L A VORESHETICEESRELL T, AFAXThRVWLICEELL, &
DFETRBEIC L 2 HFTORBITEA SR> T,

ZEAIANVDERIRI FAFAZy MEL ICBWEZRTEMIESRICA S, ZOHS
PWERICE L THRBOEIERICAS, HESITEICRPERTEIED LI ICER LT
BEgoOBIT1) Avnra—F 2) ok XYLa—¥— 3) by P= b A
FY—, BEEER Y aro3RmcELh, EEOBR. LEICEDRT.

NMR O&#IiX FID & Ay a—Ol5 TiToTz, 7OVARE, »OVAE, 7SIV AR
&% LT, ELWVWNMR 227 MUpgRlansd KO ICER L,

(2) (KIRERE L B-YMA

1.5~300K DIREEFEIR TORIEIL. FRBAEAMBREZNLR%EE - A)IIFFEZED 8T &8
G#E~v Xy b ORTFAEAVWTITo, BEREIX., 80K LT TiE, BBOEICEN
7= CGR(I—R> 75 7 7 4 MEF)RER %, 80K LLETid Oxford B DEE = hr—
5B LTV AIRERHF AVWTITol, T42K TR, b—F—MEL~) U LN
HEHEICAY T L HAEZEA L TREOBEELZHIE Lz, T<42K T, REHEICEALL
/EA~D U ACH)DHE L B U ZI & W IREREEIT o1,

0.4~1.8K DIEFEFIH D ERITITFE A ARBRE L EAEHE - A1)IIBFRED He v 2
FAERANZ, VU TNAR—ZADEHESICLY, REEVF—EOLEY /NS RHDICE
z 717, BENERRABDZGE IR WL v 7 ABEHERWTITo %,

0.4K LI F OMBEIRGEIE O EBR T FUE A2 A RIS R4 - 31)IIFFEED He-"He
FRBBHS AT A EAVWTERYITo 7, *He VAT LATHEA L7 b0 L R—OBERD
IFVUTF 2 A—NICREI R B X *He-*He KICTEIT 720 T 30mK LA _EDIREE Tl
BEZIXFI UV IFooA—DRELFRILEZEZ TR,
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EEHR ZEHRFR
iR
> Rem [P EH >/ I > giE
T B IR
B A <—
Jas > 2NV A l
IR
WA
C]] ) PYE St
st R
RS
BEE _‘,
AV TEoas
AEY — Ry 7 AH—) v
l l Fomara—7
B E XY La—4&—
l AT BVEIE
NV ay
T, HE

3-8 HEEREE

26




(3) Wt D /LA NMR 2227 bV OB

REMERNOIEREMRE A B D NMR 13227 MVDRREEA A DIED RERBFTHE O
DIZ 1kG B EICIEZFEESH 5, @EOERR NMR TIIBRITERY, £2 T, A7 b
NDO— % RIS & TE 2 FEICH L W AT BBV D £
Il ot

NMR A7 h S HAENE 1kG FREE DR EI— 2B DL Y (inhomogeneous brooding) &
ol x #WAk90° SN AHI~I0D)ENT TEO—EEME LT, Az a—Xik FID
PEET S, of BEEEL - VFEBILRBL/SVAEEFBVIRETZEICE 2 TEANYS
MEBRITAZENTES, ZOWFETIE of AREKEZEEL. BER5IL T Free
Induction Decay(FID)& spin echo # T NMR 2227 MV EBHI LTz, BA TR
BEME T DRE % 7OV ZABETITV, EOBREREFEEFRE 2, BERMIT, BEHK 0.03K~
300K, SRS OB 1.6~T70k G T %, FER 7V —7Tid Fe- U ¥4 b DRBRLIK,
H=17kG % NMR DEHERE & L TEREZR, CrPr i FOBEITIE, BBEOREICO
WCHAEE LRGSR B2V, CrPy B ¥4 MIZBRERAN NS B ot
— VHEEROEELZITRTVWnDThD, ZOBBEORTD g=2 DEFDOE—<
TRAE—T 2K IZHY T3, Zhiut CrP¥a¥ A hd Curie-Weiss IREDHEXHE 50K
RN 125 ICBERVR LA/ ENnEEXONDH, REMAEERERIT 5K T
P VT RAF T, 0D, JIE of AlKEEZ T, AT bVE TriDBRE
R ORGSR BT 2 RIE BT 7,

ZOFEIRENE VLY 12 NMR 227 b OBERHEMARTC OV TEERSEM (R
NAER VAR E) RAT MAVOWEOEBEEZITRT, fliE, A7 by
DI HREEICET OB o720, BEEZEXTZLEERALT MUROMSG T LICAY
VA UEFIIN BT B DR UAAT A—F —THIE L THEBROERFMH L LT
BRI LRV EWS RENH D, 8o, BEORZRIHETBRSNT 2 DDA
NVBREE 2 BRI B 2 L AR, ABFRTIEANRY PVOREIZERT D L D2
%ﬁmm\x&ybwwﬁﬁ@ﬁwmiéxBwffvﬁﬁ%ﬁoﬁwﬁ1&&%F@bé
L EEIDELET, RURECHESNE 2 2O~ DOBREELEZZXD LI
Lo 2Ok 5 RHEICERVERERASHETH Y HoIiX SRR A o 7225, line 7BED
BEITHRTE L KEIRB\EL 5 XD ZLEFRVOT, EXMZ Mol

@) ZA BT EmRE ORIE

AEVROBEMIE, 1) ACCRREBA—ETHHZ L (REFEE), &, 2) AvY
FLAR BB OBEM. 0 2 OREREIND, ACVRBEEREN S THIZEE
HETHE, %7, EEREBREELL S L35, ThABRAEVEMTHD, PIERFHE~
DERE AL - AL UER, B8 L OFHE~OBEMEAL L HETEL VD, AU RN
RIS SV RETRIE LTz,
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AL A AR 90° SR O FID MOEFEBRAITAZ LN TE D, —KIZ
BED R - R B U ERMITERBEEN TR, TeLA Gauss BITEW D, Fx DHE, A
B R EUAETIRERG O ERE 2 RIE DS B 9 T2V oD T FID OFIZ DOV TR ~20,

2V TEREERIX, HlziE, 90° UV ABO z B ORREIEZ A B a—ik
THEETHIE LV, SV ABEZOEREIZIZAN PN TOARY bAIEE (spectral
diffusion) DEENRE X IS, AUV -BTEMEREILZICE  EEREENLEED O
Rz, UL, EEOEOESNDIZALY MLOHD sharp RS O TFEOER
BELIS,

EEED AV LB TEMOREICIIER SV A2 VD, FEREBICH D R BV RITHEITR
PRV AEBEZBZLICE>T, ACUVREFREMAMSELI LR TED, $TTOT—
Ay M xy @RICEIILE A, RV HFBEIIC X > Tz RADBEET 2, iR IV AKRD
%) t(delay time)iz 90° ,180° DA ARFIZANDZ LiC kY, EHE LT z 5y Mz )
FRETD, FEREBICHDLEED MzORESE Mo 5L

M,(6)=M, [1 - exp(-%)}

DOREMRRR Y SO D, Mz@DBERUREEZEIET 5 2 LIk ¥ R - BFEFRER T:
RO HILD,

BIACLRA—F—FTENRAEL ST ANREREICAD ., ZHRMEFEAESENMT
B THLE . BFACVERBOEIIZE o TEF AV VHAER GUETHEEERL
2% 5 —RBAEMER) BT 20, BHERE TR © LW TR M OB BRI
A RO ordering DIFEEIZ 725,

3% BEH

1 T Kato, Y. Miura, Miner. Jornal, 8, 419-430 (1977).
T, Inami, T. Morimoto, M. Nishiyama, S. Maegawa, Y. Oka, and H. Okumura,

Phys. Rev.,, B 64, 054421 (2001)
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L I o2 I |

28




EAE HMbE

4.1 Cr SvOH4 FOBILE

X 4-1, 4-2 13ERES 500G TRIE L 72 RBOBULEOEEKRFETH D, MEMITK
+ 5 RREEMIE & Van Vieck DR EZ{To T\ 5, 1A 4B K ThHH%HEE K-Crd
D X 5 ICHET, K-Cr U OREHI £ THRE K AR E FMEP 7= TR S 1172 K-Crd

(Kyoto) & K-Crd (Wien) i%, &4, REAFEDORAELL Lengauer 2 & - T Wien KFT
ERR S hi-RABE R T
Curie-Weiss DL T,

1= %(T+ 0) (4.1

ThHY. BREE T x 11T TS LTHRE T, BREROERLEE 3T it
Weiss B O% 5 25, BTi%, T=300K T 7 12 =2%DTIidH 5,
BRI TIIETORBHE v IBRERICR > TVBER, TRABERETHURTNT, 77
ARL—LarvRTHBEZEERLTNS, 7R —a Dbl AY VO RFTH
RAEELEEE TRELICS WL TH S, ERELOEAE-45K (Na-Crd) 560K
(Rb-Crd) 12725, —fIZ T<10K Tit x ! DREKRFECITEA Y 235 Y mBEVERY 72
RBAEBARROND, ZOMEMIX x - TH#HE»GHRICR D,
EREROEROMEE X Curie ERTEHE A DD,
_ Nu’S(S+1)
Y
= 22 N s Imol OREMEA AL (Crs) DR, p FRERT— A ¥ F.SITA L (8=3/2),
KIZRAY < EETHD, BNrDEMNFL Z 2k, KCrd (Kyoto), K-Crd (Wien),
NH4-Crd i2%t LT Na-Crd & Rb-Crd DEMOBEEX BEVIZHEFBICRR->TNDHI LT
b5, 2HDONTHEDOBRRIZALE L, Créth HiEy 1A A2 DEWIZ K - T Cr3r D
HE—A Y MBRVEDLLAVETIE, Z0EWTA.2) LY CHBE (Cr XEBOEIT)
RRTLEZOND, EROAERIT UC TEXONENE, uPEDRNETD L, 1/
UNTH Y AEROERH R Rb-Crd 1 NBKE L (Ce3+ KRR  ABELDE72 Na-Crd
X NSV (CrsRIBAEY) Z L2725, Rb-Crd #EARICT D L HEN D

C (4.2)

-0.067 Na-Crd
N-N
B ~ -0.052 K-CrJ(Wien)
NRb
-0.049 Z 0

L72%, Rb-Crd IZHE~RT Na-Crd i3 7%. FDMOREHIH 5%, Cr3+D XA
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BN LT 5,

FEIETRAZL I, Pyuta MIAKHO LHEEA A A2kt LT, ~20%? HsO ©
BARH L6, HO DEADLEFIZE > Tik CrEKET— AV MNIEEXRH LM LN
ROR, Cr REBEBOEMIE EISRRTZHDERVBELLRNES I,

il 2 ORBHZHOWTRD &, ROKHITRD,

(1)

(2)

(3)

(4)

Rb-Crd
B S DOTIIT~150K N H5FE 0, 10K U ETOTHITREBPRBRE
T<10K TO x VIABI/NEL 2y, WREMARRESEVDERLOND,
K-CrJ (Kyoto), NH4-Crd
B HOTHIIZT~130K HiaE 5, T<10K TiIMBEMERICIigs s,
NH4C r J O %13 K-CrJ(Kyoto) X D b T IE8TH D,
Na-CrdJ
EHROBXNELAETHDH, ERERIEFICLL, T<80K TERANLLTID,
T<10K ToO#pITERINCEL L TV D,
K-Crd (Wien)
B OB X 13 K-Crd (Kyoto) 123V A8, EAREROIL X, T<10K TOHFIX
Na-Crd Il TV 3,

IThoDRERIZT. BEMHEIZ Rb-CrJ, KCrd (Kyoto) . NHsCr J,
Na-CrdJ[K-Crd(Wien)] D% %% T X ¥ 5,
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~ ( emu/mol )
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ACr 5 (OH) 4(S0,) 5

Iy ' i 1 ' |

500 Oe
° | = Na—-Cr

oo
L J
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s < K-Cr(Wien)
[ ]
. + Rb—Cr
+
'
i - NH,~Cr
* e
L ]
* .
[ ]
* *
-
UD;, - 3
. «, . .
Q’A\;\:Lﬁu .,
\\L_A”‘—/Z_qur ‘o
\YX(_ AAAL% ry ‘1 S
S ‘QXX%WAM< 3 : * . . - . o
s 5 s 5 s & : v

* *

> 4 6 8
Temperature ( K )

X 4- 1 BAbROBEEERFM

31




?C_-1 ( mol/emu )

ACr 5 (OH) (S0 4) 5

80

500 Oe
70 +
= Na—Cr |
60 K-Cr (Kyoto) ¥ : .
- K-Cr (Wien) Y
5oL+ RbCr Y
- NH,Cr o
:f-: 2
10y g
-
x
. @
<o
o

¢m %

* W X

Lo

+® X

0 50 100 150 200 250

Temperature ( K )

R 4- 28R LR DB KT
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4.2 BRIZBITHHILRDBRERENE

RAALROBEEMREMEIT L 0BT H 28 L TAD Weiss IREE & R0 RIRBEME A D SRR
BREHMEEE THOTEY, 77 A M —va Y ROBEEZLIRLTND, LAL,
BEICITESR T2 < . 150K BAF CILRE DK T & 12 Curie-Weiss QI 64N TR D,
= OB E T Harris Z0 0 2D #57 Heisenberg FARREMEAIZ 1T 2 SiEEA O HEiRm T
k@B EN A1l Rb-Crd DEBERIZHOWTKRBMBEEHAEL L Curie ERENNT A—
%#— & LT Harris 20K E SR AEZK 43,4 ITTFT 4-3 TXHERAS » 1T,
E#% Curie-Weiss B, o> 2 & line 13 8 ROEIRER & Padé iFlO#BRTH D, X
441 3R 43 LRAILTF—Z THHH, ERE L HEMBROLBR X< DD LI 43D
el % E IR O ERIED SR D vl CW BIOME (xow?; X 4-3 POEM) THRAEML LIS
EbDTHD, HEERIL T=60K, Padéirflit T=30K % TERE —H7T %,

Harris ZOBEBRBNTOHRTOKME L<BLXTWHZ LiL, OB TFOHELENT
DIEFOHEEELAD L XL DM DHE 4°5), HITDEFOHAD Padé smflDTEaDd O
B & Cooperative Paramagnet #H(CP #Bic oW\ Cid 5 5 ESR)BMIBE Tep~30K O—
BAEEELE Db OOBRERTHOTIERVA, FHMEFE & CP O R B HEOEN
BENEMEL TS,

CP HABIMAIREIX B L Z T=30 K T, Tcr~0.6| Ow| DBEZREH D Z & B00D, 77
AR L—va UARTNE, BE, ZORETHEBRIEZD, 77 A PL—¥a il
Z DR 120° #3E D plaquette &V ) BREERZITVODOAE UV RORERELE L
VW9 dynamic ZHEHEFETHI I LBEHI TVWELELLND, T CPREETH
Y, —HEOAEVIRERETH B, RO CP RIED: BT O D ORRFFIRIE~DHAES
HDEMEIMEEIZ L ERD,
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RbCr4 (OH) ¢ (SO) 5

80 ' r T
70 L SEBRME (500 Oe )
T ¥ 81k
—_— % [4, 4]
60 | pI 4] |
e ) e 17 A H
3 o
=
)
~
—
O —
g
'T -
X
f’ 0 | L

50 C0 50 100 150 200 250

Temperature ( K )

4- 3 PIEHER L Bt (Rb-Crd)
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RbCr3(OH)s(SO4)2

1. 2 T 1 T | T I T | ] T T I | [
N o« EBRIE/CH
) Kagome [4. 4] /CW
T °
=3
Q
X 1.1Fo
-
|
x °
S
1.0

0 20 40 60 80 100 120 140
Temperature ( K )

4- 4 CW RITHISL L TOHR
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RbCr5 (OH) 4 (SO,) 4

1- 2 J T I T 1 1 i ] 1 j 1
;ﬁg o EBE
e T [4.4]
° [ J ~ N
i — I 8k
® H - Sy
f m——— ¥ LAV Vi
° —_— R L0
L !
I ®
=
(@)
X 1.1}
~—
T
= °
[ J
i [ ]
[ ]
®
1.0

4-5 BIERALROBEKEN L Bx 2BTFICBY 5 HERRIC L 2BHEROH AR

0 20 40 60 80 100120
Temperature ( K )
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HmOREHZE LT L REEOMITE L, BIEEEROHERMBRDOT 4 v 7T « VT NBERDT
R — T RETF I L Weiss IR, THHAAEAERIIRED L H12725, (4T T
HERDOLNBDIE NuAN1 EAHD Cr A F 2, u=ue ) THY, T T Cr

EAR1I00%EFEELTC w5 ZTUV5D,)

sample J(K) BohR—7 BT« B Weiss IBE (K)
Na 3.9 3.6 —39
K(Kyoto) 4.9 3.6 —49
K(Wien) 5.2 3.6 —52
Rb 5.1 3.7 —51
NH, 5.2 3.6 —52
FHAE — 3.87 —

* 4- 15D R—TBEFE L Weiss IRE

Na-Crd OZBHEEERER JiZho Cr-P v a¥ A L ~20%h &V, ZOHHA VI EARE

TR,

~ ORI, CPAREIRICA D £ TIE 8 ROBIRBHROERNB N IO T I T AL —Y
3 VRORLEE REICHRAT S Z L 2 FRCEM T TV D,
TR EOBEREE~D T 4 v T 4 v b Cr FEREHET O LN TE D, et
DR Y KHERELFEET L, Cr OEFEPHETE D,

Rb

K(Kyoto)

NH4

Na

HEE (%)

91

87 87

85

#4-2 Cr¥AM bOEER

K(Kyoto). NH4Crd 0 54 Ri3i2iER U T Na-Crd & DENNIDLTNTHD, PE- T,
Cr RIBEN Na-Crd OEREICKX REBLRIETL LD, MH10EAHZ Cr RIAE
DERNBEIC25[1), L L, H0-Crd DIBARDBENRLRRENCA > TS H:0 ORE,
»BHE, Cr KiE L HsO-Crd OHEEMO A EEDORENE D,
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4.3 ERIZBTIHMILRORERFEELE ER T D RHR

T< 10K (2B RHMLHEBROITN AR 2 FEMICTHR D720, ABESE 106G 0b LT
DRALRE 3 UL T2, NMR 227 FAd b T<10K TRYE V7T AWRRTBBLLS
TR Mo TVBEDT, BEHAHE (Field Cooling ;FC) L ERBIBME! (Zero-Field
Cooling ;ZFC) %#47-7z. BiZ, 0~=50000G DIMFREH DO L TOL AT ) T AHiFRE
N U7-, SQUID BikEORIET X 3 RAKEE OHKIDT=8 2K LLTFICOWTIEHIES %
ZEDBHRZR 0T,

NH4+-Crd Tix T=8K TRHALEN LB LA B2 hoREHIWTh b 3~4K T b BB D,
L2 L, EhENYOHE, FC & ZFC OEV, bt AT U U AMBRITIERBIOESEA SN
06, HFRBBEEREEYRT, (CryvudA bO—KORMEEZRT O
K-Crd(Kyoto) Td 5, ZD7=%H, KRXLTIEZhUEE T K-CrdKyoto)ic >\ TRE L, &
W OREEFR~D L DT D)
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(1) K-CrJ(Kyoto) (X 4-6)
x 13 T=4.2K CTREFEMIZSID £ Y, FC TiX 7=2.0K @ x =8emu/mol E THEKT D,
T~2K Th P tafioEis Re5, ZFC O 2T FCHO L&D xO~110 TH D,
T=20K CRIE LIt A7 U > AL — i, B0 FA A UEEEZRL
W5,

KCI'3 (OH) 6 (804) 2
0 Kygto

—~ 8} * 100
S 6 |
E L]
q) L ]
N 4 . ... ]
R i E

2t E |

0 L s ;. - P 'y -, ..

0o 1 2 3 4 5 6 1 8

0.04
~ [ 20K | o)
& i | x:::"'. ]
§ 0.02 .:;:;x -
3 —_ ::..::E:Q .
— 0.00 b mmommmremre e ; B e LI TLEEELEEIES .
+ K
o L . ot _
) et
8
= _O. 02 o ‘:::‘ b

i on"..‘
-0. 04 T W SR SR S
-2000 -1000 0 1000 2000

External Field ( Oe )

X 4- 6 {ERIZBIT 5 K-Crd(Kyoto) DRE{LR Kk OB L dh#
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(2) K-CrJWien)  (X4-7)

AU K-Crd THDH, T~4K 15D yD3LH BV ILEEEH T, T~2.6K /1 HREIZH
K33, FC D4 T=2.0K TD y~0.85emwmol ix, K-Crd(Kyoto)D~1/10 LH7R\Y,
E AT U ATy DEBROTEATREME, V=BTV S 0L S AL TE
W, L L, FC & ZFC OEWIFET 5,

KCr, (OH) 4(S0,),
1.0 W1len
~ 0.8 . o -
~ « ZFC
3 . * FC
S 0.6
g
E .
~ 0.4} |
xR
O. 2 I A“A ...0 |
A“‘A::::fhinanu-mnonn - . . . *

0 1 2z 3 4 5 6 71 8
Temperature ( K )

0. 02 ,
2.0 K 3 L
% 0.01 ‘
—~ t
o T
\m 3
3 oL Jﬂﬁf ,,,,,,,,,,,,,,,,,,,,,,,,,,,
p ::
o !
o H
2 -0.011 ]
[e] I
= . !
-0.

02 . X ; i : \
-1500 -1000 -500 0 500 1000 1500
External Field ( Oe )

4- MEEIZ BT B K-Crd(Wien) DR K UL Bh#R
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(3) Rb-Cxd (X 4-8)

FC @ z-T #i#iZ T=4K 75277 50t b ER 23, P=3K TRERHAICHEKT 5,
T=2K T x =22emu/mol IR PR ADETH 5, ZFCIZFC LiZo & Y LIZEVWZRED,
T=3K ¥ T b LAY ideyy, T=3K TREMICILS BB, T=2.8K THRKIZR 721
B L., T=2K Tx=0 2725, ZFC O Z D\ A B IIHHA TE TR, T=2.0K THIE
Eni-b X5 Y R ERITEBER e — T B <,

RbCr, (OH) ,(S0,),
25 — ; : , . ;
! 10 Oe ]
~ 20t . s 7FC 1
ré . * FC ]
~ 15[ . ]
3 [ . ]
g [ ]
Q) r L]
~ 10 [ . ]
x . |
5[ . ]
0 T e NN
0 1 2 3 4 5 6 7 8
Temperature ( K )
0.04 ;
? r 2 0 K .: . . . o #
2 0.02 | .-2’52%” J
% i .:/o: Wt . .
3 S ]
- 0.00 -A»»....~~,,,A~4_.»...-,,,A».;e,,.géfffit .............................
£ ' S ]
2 N .,——T’
s -0.02¢t etee®" : .
= gs’ '
L o0t 0t _
0. 04 S
-2000 -1000 0 1000 2000

External Field ( Oe )

¥ 4- 8{KIRIZ351) 5 Rb-Crd DRLER OCRAL iR
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(4) NH4Crd (X 4-9)

FC TiX. k=it 8K CREFICTH RS, T=5K THEFDHM &R LTh b EBRIE
Pk L. T=2.4K BEENSBEUNL D Eds, T=2.0K TiX. x=0.75emu/mol T& 5, ZFC
T, T=8K T/Ih&BRATF v 7 (A x~0.02emuwmol) BRHNDH, T<8K THHHEH
R E R <, T<4K TR0WAT 528, T=2.0K T x =0.18emu/mol TH %, FC,
ZFC @ x OfElx Na-Crd 2V, T=2.0K TOE AT J /A HER1E K-Crd(Wien) [k x 25/
72 2 RDFATHRICRZ D,

NH,Cr 5 (OH)  (S0,)

0.8 S ——
. I 10 Oe I
., 0.6 ~ ZFC .
2 o FC
é ° o 1
5 0.4} > i
bas °© ]

0.2} k i

O. 0 L ! L. T I I I L L i

0. 006

Q»0

0.004| 20K

0.002 |

-0.002 ¢ 0250 _

-0.004} o °

Moment ( uB/Cr3+)
[a]
o i
o
o

-0. 006

7400 —200 0 200 400
External Field ( Oe )

4- 9EIRIZ 51T B NHy-Crd OREALE K URE LR
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(5) Na-Crd (X 4-10)

FC ORALRIT T=3K BRI H ERH L HICR DM, EBRICIT 24K HHEET
X UT ORISR > TWT, ZRUTORET UT »ob TN TIED D, 2 OREXHE
B . T=2.0K T z=0.4emu/mol T, K-CrJ(Kyoto)® 1/20, Rb—Crd @ 1/55 [Zi&&
20y, ZFC OBA DKL, e LA UTIZHEFIL TV D, 20K TRIELILE AT U R
BT 1IEL ALY, DESDERERL, ERAT YV AA—TEERLBVEIICRAS,

NaCr , (OH) 4 (S0,)
0.5 .
—~ O. 4 e . 10 Oe
— « 7FC
§ . . FC
S 0.3} .
E L2
[ .
=~ 0' 2 r “A“AA:....
= ‘ .20, tteag .
0.1¢F tineeg, t 2 s 4 1
S E— — 56 7 8
Temperature ( K )
~ 0002 20K :
::&-4 ; 3
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e 3
2 oL USSR
Fa}
c <
[}
g L
= -0.0021L
00 S0 0 100 200

External Field ( Oe )

4- 10{ERIZ BT B Na-Crd OBLR KR ULt
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44FEDH

IEIEAR DRELRIIREE T TO®HE (Field Cooling : FC) & B T TOHHl(Zero Field
Cooling : ZFO) TiE- & Y L&\ 4 B3, FC OREMBRSBMICELT SREL VD
LBV VAR T H-NMR 12 b B LA, & ViR 2 R, BLEOMEIE Rb,K-Crd(Kyoto)
A~10emu/mol DA —&—Th 3Dz LT, NHy,Na-Crd iZ~lemu/mol LITF T, 555
REMEDS /D E VY,

Rb,K(Kyoto) CIIEAIDBERERE T FC OREHRBRIT>E VIZH ER>TH, Rb T
1. FC B BIOME EAVIRE (4:3K) TZFC #i#iIs b ER 5720, FC ORI
3K Tb 9 — ARSI E ER o TWAR, ZFC Of#ITZ DIEETY S AV, 28K T
WERIC o Tete. T=2K Tx=0 L7285, 20k 3 RHFWRIRS B IMMOREITIEALN
22v>, Rb @ H-NMR 222 hik T=3K TAHIZ SGHE—7 £ RESE D (LLTD NMR
27 M ADRERIZOWTIRE S ERMB), LaL, KBS (H<5KG) TH q=0 &8
AV, ZFC @S E R ¢ =0 & 72 3EE T NHy-Crd ® NMR 227 bADBLEZ LD
Toe CEREMEBGEIREE) & —FT 323, Rb-Crd ® H-NMR IZIZZLH R 52V, Rb-Crd
D IFC OEH 7288 5B\ Z H-NMR TSGR BV 75 RN & W ) FEICBR 1S 5
Db i, BEROBREREME SQUID BIRErOMERELREERE 2K) £T
Uil e ds 7= 25, = OB IMEBR Toe & —39 5, Rb K(Kyoto)-Crd ® FC gi#kid 7=2K
CEIFIE R, NHeCrd Tik 2K L 04 L EORWIRERHE TRAIZ R ok, TeT
DHEREETRITILHENVZRED,

Na-Crd i3. H-NMR iz Ziuid Tes=0.1K % THRE LAV b 5T, Bi{b3id~3K Mk
R h LD . Boo, FC & ZFC OEVETT, BLROERMEL/N S, Kl
IRB O ICRD TS VR, ERF Y Y RERT, ZOHEEL Na-Crd Th/hE 25k
. 8K T Rb,K(Kyoto)-Crd & FiED SG BB Z > TV 52, NMR A7 i %
T B 52 ROVEDTIRBER CH I LELLND, TR ED KD REITHLIH
[T ST,

T=9K THt 25 Y 3 R RO HE Tk, Rb-Crd @t 2T U ¥ & g3 s RES=0 KT
TR - TR L — 7 ((2kG< H<2kG) %<, K-Crd(Kyoto) D)L —TiIER
T B, Na-Crd Db ZF U ¥ 2 fEITH 2 KOTFITHRO L D IR A THREFMAL TV
WD L D ThD, AT YL RAMBROZDORIITABOBIHEEZ L <AL TN,

FC L ZFC DBV AT Y VAA—FiF, RBEFO AL U BEETFL TS, IO
E 3R RAL VIS 5 ETHRT B L I AL VI YIRS (spin folding) (Lo THEDN
HEEZDLND,

[ % 4 &5 0]

1 A.B.Harris, C. Kallen, and A. J. Berlinsky, Phys. Rev., B 45, 2899(1992).
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ETOHE NMRART L

5.1 Cr-dJarosite ® H-NMR AR5 L

Cr-Pv a¥A hd NMR 227 MUSRERCERSE (RE. M) 10X o THMICE
b+ 5, NMR 227 FUIZ OERTIHELEL OF#RE 51, PLHRRETHL, &
PNCHHE L 725 K-Crd ® H-NMR (ZOWTHMICE~ 5, KICEARAEHEIC H-NMR A~7
ML AR S, Rb-Crd 2oV Tik H-NMR Oftic Rb £ NMRRb-NMR)D 227 b
A% 5.3 B CRd., HNMR OBHIx £15MHz(HF1TRkG) ZAER L Lizdd, ofFiez ki
70 | BHREREEORB R 2 T8 5 - D12 £263.1MHz~6.9MHz DFPHIZHE > TIT o7,
AP MRS DRI IIEREE O T — & . BRSO REMET OXFOFEOIZDITIT
ERER CORIET —# 2 EICHWTERR T 5,

5.1.1 K-CrJ(Kyoto) : H-NMR

(1) HEREAER

X GEYF (BT LR 0 R FET) 56 REHHLEMICE—FTH D Z L 13k
BN TS, KCrs (OH)s(S002 D H I3fEMFHICEMREEICHY . HOYA MI1
ASTHBICHE DL, B 5.1IRT X 5 ICERMERD A7 M ATESENC o8 L7 2
ADE—7 PO ENTNS, RERARY MM 2 SR DPHBFIHICEIC 2T
2. Cr-Pya¥A MBS Cr Xt K A A OXRBIZHES H0, HsO*DREAILE 2T
AT AT ENTED (BROERTLRED D-NMR OHE), 2 AO—7i =17k G
THESHICHBEL TV B2, SHERIBLZ KET B DICERE TA ML 2BRILT,
5-1 1% £263.1MHz. H~62kG. 7=30.4K DD H-NMR 27 bV TH D, BRI
DY —7 X B E R—N T a—7 I & DRBRED BIZIE free proton DALEICH D
LRt BREMICT S50, NMR a4 b3 PR TROY WAE
AE AN, A= AD free proton % [ LA CRIE Lz, ZORRE NMR EFICERE
PETGRLTH D, BREBHIL— 27 ICER > T3 ¥ —7R{EE free proton DfFHT
b5, D LERERT A L IXEIE free proton DILEIZH D Z L BFEDD DT,

BELIBOEYY 2 A0 Gauss 74 L EEREDE 5 L ERIART T ELS T 4
v b+ 3(R 5-2),
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Signal Intensity (a.u.)

Signal Intensity (a.u.)

KCr, (OH) , (SO ), (Kyoto)

'H-NMR
263.101 MHz
30.4 K
S MAARAAA WLattias L AL LALLM R
R 2 l 11 |

- el JWWJ”’\/‘J’V wf\r/ A e A“l\\h‘\{w‘fv ST v

||||||l|l||||||||||||||||||||l|||||||||||l|||||l|ll|||||||llllllll|||||||||||l|||||

60. 8 61.0 61.2 61.4 61.6 61.8 62.0 62. 2 62.4
External Field (kG)

51 HRBMEAA~RY Ml free-proton ¥ 7TV

KCr, (OH) ; (SO ), (Kyoto)

"H-NMR
263.101 MHz
30.4 K
Ty LRAARRAARE IRLARRAAL RN [RARAREALA T | RARRRARAS | RARRRRAALE T
N /D\\\ \ _
\ \
L /’ \ / /Jf}\ -

N r 3 i
/

S P it - i e A AU

||||||||||u||n|||||||||||||||||||||||||||||||||||||||||||||||||||||||||||||||||L

60. 8 61.0 61.2 61.4 61.6 61.8 62.0 62.2 62.4
External Field (kG)

5 2 ARY MVOSGIR
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(2) Cooperative Paramagnet fi (5K< 7<30K)
A A7 pV

Z OfEHO H-NMR 2227 pOREZELEZR 5-3 127 F, 240D line I3 Gauss BMTH
BLLT BEMEENRTA—F—L LTERTEONIZARY PUICT 4 v PLIL 2K
DE—7 O, BRESMO ©—27 OXBIN 2V, EREBRIO v — 7 @UITE 3 E RS
Bz 7 F LTS, LarL, T=30K MHEICRB L, SERX. BB TIIED D L
B AEICIESER D, =5 LT T<10K TREMBNLE—7 KRR SNIZ L HI2RY,
AR ML 1 RDT A 2D, 20O H-NMR 227 MVOR 2 %V ME 5~30K OB
THLMIERERERAL>TWNS, ZOHTIRAYOEEMMEEIREELTEBY
Cooperative Paramagnet ¥(CP #8) L FES Z & 129D,
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30.4 K } T

60. 5 61.0 61.5 62.0 62. 5

10.7 K

60. 5 61.0 61.5 62.0 62.5

III|IIIII|IIIIIIIIIlIIIIIIlIIIIIIIIIIII

Signal Intensity (a.u.)

5.27 K

IIIIIIIII'I||IIIIII|I|I|IIIII|IIIIIII||

60. 5 61.0 61.5 62.0 62.5
External Field (kG)

®5-3 CPHICEBITAA27 M OREREIL, £263.1MHz

48




B. v'—27 7 FOREKRENE

SRSz HNMR 227 A2 RAWTEBERT 1~ (Peakl) OILIBRHEOIREEK
it (H=62kG) ME 5-4 IZHBEMER & KRS TWD,

ARy =a—, BikEiL FIDFree Induction Decay) 66Nt DTHD, T2
30K TiHiZ L A ¥ 7 h L7V, free proton DNLEMN G 10G, 4 HIH~10/62X103~1.6
X10HEREBIZ TN TWB X HICRZER, d— AT u—TORER~104THDI1b, Z
DPFTNITHEBEREDOEZE L RBRETH B, T<30K TIHEEEMICTHIHRDTND,

61- 85 I L] l L] I + I L] I L) I LJ I T | L] I '
3 ]
[T
= A a
A
5 2 4
o 61801 A 4 A = IR
< 61. 796kG
= A A N o
A
g A A A A
@ A A A
I~ . A
m
A
61- 75 l L) I 1 l L} I L] | L I L] l L] I L] I 1 l

0 20 40 60 80 100 120 140 160 180
Temperature (K)

X 5- 4 EREEM line ©— 7 B OB EKETM
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—% . BB T 1 > (Peak2) D7 MIBE LK 65 DX 5 ICELT D, RIEY
7 F OB ER LI bDOT Ho l3BIE of FHBICKIT 2 free proton DILIBHEE

(HF62kG) AERESZEIA~D HohbDT 7 bOKREETHD, T~30K THRRIZRY,
Z DIRE CTRER L TREIZ free proton DALEIZF|ZIRL TV D,

WHy DIREARTFE

0. 0045

0. 0040 ¥

L v - , ]
0. 0035 fJT; & ‘

0. 0030 |-V

0. 0025

/H0
-«

0. 0020 T ¥

<

0. 0015

0. 0010

0. 0005

0' 0000 ' 1 i i I I 1 N i '
0 20 40 60 80 100 120 140 160 180 200

Temperature (K)

X5-5 {EREEME—7 7 FoOREEREE
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H-NMR ® 2 A& D line {22V T H{E 4B DR B K TFAE % 5-6 1R Lic, (BRESGMIE—
7 (Peak D) DIEREL 30K 15 & AR B b 5 08, ERSM ' — 7 (Peak2) DiEIL 10K £F
FET—ET, ThANbIbHA5, line tBIZEFM Knight &7 FD & &0 X 5 i@
WEW%@ﬁﬁﬁ(ﬁmbﬁmhﬁﬂﬁﬁ)@k%é%ﬁToHﬁ&thwﬁmﬁWK
BT 120° HEEOBESIZIT line BN DK TFDO1=y b 3 AR plaquette HIND AL
L OKE SIZHBIT B, AN OBEFEHR L TVHEETIE CP RICAD L L BIT
120° BERBR SN TAE Y Oa=y b 3ABENRSVBRET 225, @SRRI
4%, Cr KBTI 10K fHEE T2z v b 3AWEMNORA EVRSERE LRV EW5
DB,

120° #E&ED plaquette DRRE (D VI VI RPDRL L, CPHRIITZA R
L—a VROEEREBICOVTAENRBDERLTNDEN) TERTE D,

K-CrJ (Kyoto)
o0 e M0 0D YR FE R AEVE
450 1=+ & Peak PIE IR ()
400 [y v Peakd{H 348 (0)

350

«

300

250

448 ©)
I

200

150

100

o 4 <4

P

50

20 40 60 80 100 120 140 160 180 200

(=]

Temperature (K)

B 5- 6 H-AE -8 OIMBLIRTFE
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(3) AEHE (7<5K)

A AT R

£275.TMHz TOREMR ALY b EEOFEER 57, 58 ITFRT, AN bLidH
LOV¥Y—TE—7 HhoTo— RFE—7, BEEMCY 7 b LY A FEe—2 (BT,
Yy —FE—2@), Tr—Fr—20b), ¥ F—270LBHT D) O 3MONLHERSE
nNTn3sd, ULTFTORRZ MADHRTHAS FE—ZO—HICR LN D Vv —TREFIE
NMR 2 A VOEFICRAN-TF 7y hbO FEETHD,)

= DREID R B HHERIED NMR 227 L OBEIZKDE ) Th 5.

a) A HRED TemdK DOIEE D . T~14K £ THi< 3. NMR A7 MUIIHHER
DEEDL D BRURERERBIREE RS2,

b)  fZ75.TMHz (Ho=17kG) TiE, KERAEVED X EFTHROY ¥ —FRE—
7@ E AT AMRERKERT 2EOE—2 (b,e) DD,

c) Ter=2 K Th$HNZ line shape BT 54, ZHRLLTF=0.02K £ TOEHT line
shape 356 EEIL LRV,

B 57 (T=3.8K). 58 (T=1.6K) ® 2 DD AT ML, ¥ —7E—7WERREDY .
Tu— FE—2 BEMERT 5 HUMMCIEAEE LTRLE S 2B ERT, Lo, #lic
FHRB L, 2K OFHE Ty —TE—, Tu—F—7 ORHEERLTa— N —7 L¥ha
R —2 ORI 7=2.0K TREFR T ¥ IRR LD, 3 DV TIERET TR~ D,
(ZRBDT ¥ 7t T=2.0K TAE U EBRBICH LWARERZEARE (b5 Vi
B) BRI o7 2 & BRLTWS, T=2.0K fHETOH LW ERFERIEIX NHe-Crd © H-NMR
TIXHARREE L 5 (BR), )
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Signal Intensity (a.u.)

Signal Intensity (a.u.)

KCr, (OH) (s0,), (Kyoto)
'"H-NMR
263.101 MHz
3.8 K

External Field (kG)

5-7 A~RJ hMLO4E  263.1MHz 3.8K

KCr, (OH) , (SO ), (Kyoto)
'"H-NMR
263.101 MHz

56 58 60 62 64 66
External Field (kG)

X 58 A7 M O4fE 263.1MHz 1.6K
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KW CRES % TP C ££21.8MHz (h.0RES Ho<5kG) THBLRIL7-, @B ORERLC
BRSIREE LU T OIREE(T< 4K) THELIEHK 4kG DBEFBD AR b3 BIL, @k A~
7 PVIERBNEAY YT T AW 3 Bt FETDH LIk, £20.8MHz,
T=1.7K(& 5-9D 227 h T 8 DDOEADMIZEFD AT bAADBIT-E D ERA
B, ZORME Fe-Py a¥ A hd q=0 RO D A7 bV ERI LI T, q=0 HiEDR R
FEREETH D, £13.TMHz D227 F(F 5-10) TR LG q=0 BEDHEFIE LY
INE W HIZ q=0 D B — 7 8 H=0 TH VBRI T H=0.7kG MHEIZ R 2 5,

KCr, (0H) ;(S0,) , (Kyoto)

Signal Intensity (a.u.)

External Field (kG)

X 5-9 @R A~LZ Pv 20.8MHz

KCr, (0H) . (50,), (Kyoto)
'H-NMR
13.702 MHz
2.22 K

Signal Intensity (a.u.)
%_____‘_
=
=
{“!——‘: :

==

External Field (kG)

K 5 10 B A~Z FL 13.7MHz
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5-11 & 04K, 0.02K D ARZ b %ERT, NMR A7 bt lig.3He, dilution
refrigeration DEEFIHRTHIZL A LT LR, BT, Y'Y —7E—27 28 0.02K £ THF
BT B L BER SND, |

KCr, (OH) ((50,), (Kyoto) H-NMR

21.619

Signal Intensity (a.u.)

0 2 4 6 8 10
AN ’ L r T k T ! T
= 22.19 MHz 0. 02K
&
B .
4=
vt
2 Ay
)
+ | ’
= ifﬁﬂ mﬁ*ﬁﬁ
g pori pragan?” Lu‘
A o S
oW = ) i .

1 1 1 1 ] .
0 2 4 6 8 10

External Field (kG)

B 5- 11 K-CrJ(Kyoto) #B{EiRIZ&1T 5 H-NMR A7 b
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B. v—7 37 FOBEKFHE

BEEEL T D AR7 M ESRLT, HE—7 07 FOREELERDI, TOF
BAE 512 IKRT. vy —FE—7 33T free proton OALEICIES> TV, 1.6K U5 plin
OEITT o — R —7 LEH) LW ANEEEEGENTH D, 7u— FE—7i% 3.8K
¥ CIr~100G L7 F L7=t8iE. wo< D ERBAics 7 b5, ¥4 FE—213 38K %
Tz ~600G AIcsr S EAS Y 25K £ CEMBMANC Y 7 F LTITS A, FNLUTORET
BTG < D LTWB, 20k 5 RE(kik SGADRERIFIE L L THMERS ORES
2P IABOEN (Bh) KBERL TS EEXLND,

v— 7 BB DORBEEMRTFE £=263. 1MHz

AA |, 2
63.0 A ‘A:
] . | 'S
v Ju—RbE-—
: _‘;—\’*}:7?!?—&
: - Fe—
) 62.5 - Y
]
N’
62.0 —y
‘¥ v v 4
*® g o !u' " v A 4
SR e § ¥ =
61.5
0 1 2 3 4 5 6

Temperature (K)

5-12 b— 7 BB ORERFME

YA FE—2 DT FOREBIZ. bTOCRBICEE L TV TEORFEIIRN 5713
DI 31075, 5kG(21.8MHz) & 17kG (75.1MHz) Ti3%h £TR U TH 5235, 62kG (263. 1IMH
2C7 B LR LTV B, BRESHE TR ZHEICEEICHT ¥ A i plaquette O 120°
HERElL (P r A ¥ —2 T35 &) CHEAZER) T50 HIDEICET
REE Y CEEE LTRSS THHTHS I, A PUEROmEIc I b D L
BEbhhivy, (REUHFDRABICOWTIEE 6 TR~ D)

56




2000

1800 |- A 263MHz 7
I ® 75 1MHz ’
. 1600 v 21.8MHz N
NC) : ]
D 1400 |- L () v"g °s -
L R 4
N A 88
£ 1200 - A A LSS .
g,::.% - t .‘ -
H ] 1000 |- M, -
S -
T 800 | -
DY
SR 6o |- A -
400 -
200 |- -
0
0 5

Temperature (K)

513 WA Fe—27 7 FDREKRFHE
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C. ¥—7EORERTFMHE

Ve AR EEE. W, H. M)OREREES of Bl GRS XX TRIELL
BRI 5-14~F 517 D X 51785,

ST —s Ol (8 5-13) X7 u— FE—2 DELIEHICEDREEZEHTOD
WTWAH, BRE CIRBRERSZEZRLTN D,

Fa— FE—s 0ig (8 5-15) ERERICKE LRV, 4K LT CHIEOREE R LI,
K CHUHA LTS, ZTHiTMBENEREE R THOTH D,

YA FE—27 OlE (F5-16) b X REIKE LR, SK T TIRIZ—EILRY . 7
— FE—Z DL S REmERER, o, 2K TORARZL | BEEREREIY A FE
—Z BB LW EERL TS,

Hy<5kG TEN S =0 B DIBDRELE(LEK 517 (R, 35K 25 2K £ TOHM
DBERIT B, 0.03K TCORPMET 4 v T 4 VT OBETHS 5 L-RDND,

3 — T — 7 HE OIR B R

200

° A 263MHz
R ® 75MHz
®
150 |- . v 21MHz N
A A
S 4 A A a 4 4
o A® A A
= . . A
100 | R i
o= vy .
e ° v *
[
e e % :
50 [ M e ° Lt .
[ J
L J
0 1
0 1 2 3 4 5

Temperature (K)

K 5-14 % — 7 b— 2 p{fiig OREKFE
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7 m— FE— 7 HEEORERENE

) I L} l L | 1 I L]
1500 A 263.101MHz —
I ® 75.1MHz -

— v 21.8MHz
© 1200 [ ® ‘. _
= 900 "€': i
= B -
= 600 [ A& -
. i o .
300 |- ® o -
O I 1 ] 1 ] 1 | 1 |v 1 |
0 1 2 3 4 5

Temperature (K)

B 5- 15 7m— FE— 7 $ENEOBRERFE

YA R — 7 ¥ OB EKFMH

500 1] | L l L] I lA 26|3MH L]
Z
i e 75 1Mz ’
__ 400 |- v 21.8MHz -
(&)
= 300 ! vy v \ / -
S o 1 WO
= - A L
- 200 |- -
j=}
100 .' -
O 1 | 1 1 1 [} 1 1 1
0 1 2 3 4 5

Temperature (K)

K 5-16 WA Fr—27Yig0iREEREHE
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o q=OfEEENR OREIKIFIE
£=21.8 MHz

5.0 T T T T T T T

4.5+ -

4.0 -
| o Seoe o o

3.5-.

3.0 -

2.5+ -

H W. H M. (kG)

2.0+ -
1.5 -
1.0+ -

0.5+ -

0.0 I 1 I { t 1 !
0.0 05 L0 L5 20 25 30 35 40

Temperature (K)

K 5- 17 =0 #i el 208 O\ K7
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D. v—7 BELOREKRFME
227 M AVEE 5T DX D IC Gauss B AT RV L &S OEFRLZ RO,

ST LAY MR OBERIIE 518 DX IR D, ALV DAL LAY
VIETIRSR (T OEEEPHEROEGEOBVORLDIC, Y-/ REDRERLEZE
BMICE 25 LT LV, RAOBERIZEROEMFICILRVNHANT MY
DEFICED TeDBEVEBELTELL 52508 TED, ZOMEFSI%THD D
LRREND DN, T4 v T Ay 7R SINICEPBREFER T LHMELRVTHRER
BET e\ LM LT, Y — 7 B OEBIAEOEEOBELRIT, RBE L HITED
F+ 525, TS2K TH 0122 BT, ~1/20 D—FEITEM L, Zhidy ¥ —7E—7 D3F#L
FBRILEFTR, BETELUY—TSE—IREICT TR ML —Ta Y ERTOR, IO
ERE (2 i E R DBEE) X300 TRETHD, 100G LA EDIEEZFFOOT, FEBMER
Wit &1 E ZIT W,

—F . P A FE— 2 OAERREIRF TR 518 IR LIz & DI, 13E A CRERLER
Y AR
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e~/

Yot I G A— T E— D)

0. 30

0. 25

0. 20

0. 15

0.10

R b

e — /AR

v
A 4
¥
¥
v v
0.5 1.5 2.0 2.5 3.0 3.5 4.0 4.5 5.0
Temperature (K)
EREEE
YA R/ (rr—+Ta— )
v v
L 4
¥
' v
- :
0.5 1.5 2.0 2.5 3.0 3.5 4.0 4.5 5.0

Temperature (K)

X 5- 18 WHEH D AR b IVERSY DX E(£263.1MHz)
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5.1.2 K-Crd(Wien) : H-NMR

ERAEFE R N TR < SRS RIATBVRIBED T A THhDH (X 5-19),
T=14K TEARZ MUCERBRONZ, ZOREO T21.4K © NMR 3##89 5
Na-Crd 2 L SBT3, (Z0RED 7<1.4K LT OERIIIT > TRV,

Intensity (arb. unit)

K-CrJ (Wien)
=72 MHz 60. 0K

— T T T T T T T T

16.8 16.85 16.9 16.95 17 17.05 17.1 17.15 17.2
MagneticField (kOe)

X519 K-CrJ(Wien)DHEBMEHARZ v
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5.1.3 Rb—CrJ : H-NMR
(1) H-NMR

f2Z75MHz D RA~27 FUIEKI 4K CHEEDBBRIASNE Z L R L, AT MVITE B
HEREH b K-Cri(Kyoto) & 1EIERI U Th 5, HREEMITIMIMICHBEL 2 2 2D — 7 &2
DN, KBS B — 7 AR,

=21 8MHz(Hy=5.1kG,T=1.98K)?® H-NMR A2 hV %[ 5-20 (TR Y, A~ bR
DY X —TE—7, HROTa— Fr—r, @EEACY 7 b LA Fe—2 (BT,
Sy —TE—2@), Ta—Fe—20), 41 FE—27 ) EBHT D) O 3ksmDbREKRS
NTWB, ZORRY MUK q=0 BEDRTIE72 ), Rb-CrJ OB TIHERS (H=
5kG) TbHEEBERRFE (=0 &) 2T AT MUESRER ST,

Signal Intensity (a.u.)

0 2 4 6 8 10
External Field (kOe)

X 5-20 Rb-Crd H-NMR £21.8MHz 1.98K
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5.1.4 NH,—CrJ : H-NMR

NH:C r J #BHE, T7~6K TEFARZ bV (=0 EELE2 LN D) OHBIZ XL > TH
ERIEE D, ZOBRKIIRILED T=8K TOAKRM L ENV T 5, £z, T~2K
TOFHLWEFE S HNMR A7 MO ETiEo & W RTHE—ORETH 2,
(1) #Ewetk

NH4C r J O¥RBEMFER~22 L (£75MHz) 1I213K 5-21 IR T X DI 3ERDT A U H
RX%, ZOFD 1A (V7 hOKEENLEXTHENET S T A (@) X NHHZR
THEHDIA U THD,

NH,Cr5 (OH) 4 (S0,) 5
IH-NMR ~ 75. 7 MHz

T T T — T T T T—%

HEREAE 40K

Echo Intensity

7.4 17.5 17.6 17.7 17.8 17.9 18
External Field (kOe)

5- 21 NH4+-Crd H-NMR f=75.7MHz  40.0K
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(2) BT

£93 8MHz CER S M7= A7 M OBREELER 522 17T,

NH.C r J 258> H-NMR % T=6K CEAOEHEBHBE D Z L&2TT, R, P~4KT
o IR OERE (HHER) KHY . =0 HELHVAY LS T RAMEKEOHTFERT, Eil,
T<9K <% 3E B OBERH 0 . o v — 7 B — 7 OERBRMIBIRIC D 235 (B 5-22).
% 9 EH OB IO Cr- v uy A b T~4K BHEEOHREIC—E L, 5 8 5 B OWAEE
T~2K Kt DR 22 3RS & — BT 5,

ligtHe 7 54 A A% v N ORISERE 14K DA~7 bUWTHRRIE LWEEZRL TV D,
free proton DALE (Hp=5.64kG) IZid¥ ¥ —7 R —7 NiE->TW5B, (H=6.0kG DV ¥
—FRE—ZiEF7arnbn F A7 bVTHD,) BETRICIIyYy—7tE—7 (free
proton MHLE) 75 £3.5kG IZIER D EMLH D, iEH 5 8. OH-® H DR % q=0 #iE
DRSS ThD, 0Lz +2.2kG DEDOEHIHD, TORSIE NH O H 3RS ¢=0 %
BORSTH B, =0 2 A OERKLE 0.7 TINHI/I(OH)sl=4/6~0.67 I\, FbHrHl
e R IR T 1.2kG, BREEMIC 0.15kG DIBZFFSARITE WD AXY T
b5, EEHONS L EREA 1.5KG KHED 2 DD BEHANT ML & ZEB NIRRT D
GIER. ACY VI AME 2 DDE—7 (FROTo— =7 L¥A Fr—2) ORE
PRTLEZOND, THLORYEEIL LEVABORIBES, T ORIBHOR
B I NMR 227 FLIZiE - & 0 B2V IRBEMER 22 3R T 5. BT LUME VIBEICEIEL
TWAH EHEFET D,
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NH,Cr, (OH) (SO PR (Kyoto)
'H-NMR
23. 803 MHz

||lIIIII||llIIIIIllIllIlII|III||||III||IIII||||III||I|III|I

5.96 K

s

IIIIIIIIIIIIIIIIIIIIIIllIIll'IIIIIIlllllllllllllllllllllll

2 4 6 8 10 12

o

L L L

0 2 4 6 8 10 12

lIIIIIllllllIlIIIIIIIlllll||IllIIIIIII|IIIIIIIII|IIIIIIII

Signal Intensity (a.u.)

F

1.42 K

IlIIIIIIIIIIIIIIIIIIIIIIIIII|llllllIlll'lllllllllll|lllllll

0 2 4 6 8 10 12
External Field (kG)

X 5- 22 NH4-Crd {ERIZEi) %5 H-NMR 27 h-OREZE(L
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5.1.5 Na-CrJ :H-NMR

(1) #rtEr

FREMEAED H-NMR 222 hit K-Crd(Wien)iZ K < fITW2 (X 5-238), 71 NG
FXEEBRIC I L B LS, EREE O v — 7 BTV IEXFRZR lineshape TH 5, BLRORED O
Cr3+RIBEM, tORE LV EPRENVI EBFH>TEY, TOANT MFEB/LT
WwsEBbhd,

NaCr, (OH) . (SO ), (Kyoto)
'H-NMR

75.701 MHz

60.3 K

Signal Intensity (a.u.)

External Field (kG)

K 5- 23 Na-Crd H-NMR f=75.7MHz 60.3K
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(2) B

BB THRARY kL (£21.7TMHz) OFl% K 524,84 525 (252D, A7 bk T>
0.1K Ti3#E%81< single line T, T<0.4K ThOTNIHERAHRTH D,

H-NMR OERESMAIC shoulder 238, T~0.1K THEZ BT D, ERORIERE
T=0.03K % CHUHEILERE L TWS, F02 56K SkG BB MU D BFEKSIT P~ 2K
UL T OB 2R D 227 MAZEITWB L DICR A D, A7 b 2 SISO L
TIEREIEMID peak DY HIEE KD, FOREKREMIIE 526 DERIC/RD, TONEY
i, —BARISEAT < 23, T~0.1K 2OoHUHWAL T, HLWEHREBICADLZ L&Zx
LT3, A~ FLid P=0.03K THEWVEZFIWTNT, ZOX I RER TS Cr+A Y
VBBV L EEEFELTWNBIEERLTNDS,

Signal Intensity (a.u.)

4.4 4.6 4.8 5.0 5.2 5.4 5.6 5.8
External Field (kG)

X 5- 24 Na-Crd H-NMR £21.7MHz 1.9K
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Signal Intensity (a.u.)

H W H M (©)

0 2 4

NaCr, (OH),, (S0,),
'H-NMR
21.590 MHz
0.03 K

6 8 10
External Field (kG)

5- 25 Na-Crd H-NMR £~21.6MHz 0.03K

© 300 — T ——
® 22 MHz
2o r i} A 26Miz ]
: 1 -
A
150 A 4
A

s A .
100 | A -
| A |

50 L .
0 2 5 gl 2 " a1l " PRI A}
0.01 0.1 1 10

Temperature (K)

5- 26 Na-CrJ H-NMR i 48 DR EEK 77
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5.2 D-NMR A~R%Z kL

5.2.1 BEAmEBEEER

Cr-T % u¥4 h®H-NMR OB ALY MNVEAKRHOYA MBPOEDTROTI
A line ThDHRE L ZHN2AD line IZHHELTWS, ZHETAH YA AR Cr K
$8174£ 5 charge neutrality D7z HICREID H20 X HsOBRBHHICHFEL TV DD e E
25N3, CrPvyud A FRICREIO H0 R HsOPRENTHFEL TNDH T & EARL,
H-NMR @ 2 & line 75 Cr KIBDR2VMEF® H, Cr XEEHMO H,1 i 2 ZEHR LT
H O P HICsiis LT\ A2~ 5 BT, BEAMEY Y rd A FOERF NMR 28R L
7o

BPTFIEAY Y | CTESHNERAEEREZEOND, A7 ML 2 ROBUTRHEY
%, BERFONEBHEERL 5 23 BHAET YVt OD Ry FOBSHEE TRE
D, 7 YAOEE OD Ry FOFMIZH D, #-oT, bebLOMERIHEEL OD.
D:0. D3O T\, D20 iZKEEFrtE, DsO 13 3 ElEE#/E v OEERRFREZ KO D
2%t LT OD I37 D & & et Bt 2 7= 22\, IR T OD id#k LTV D45, D20 1%
M BOEICH LTI v MCREE, DsO i FEsiE v o7 > # AicE#z L, NMR Tl
FNENOEEE— FIZEFET 5 A2 b0 narrowing %777, HEMBHEEERME
OD Ky ROBRIHEEST D25, narrowing IXWEIC L B2V, ZhETICBR SN
narrowing & X % VI BB BEOIRIXRDOEY TH 5 [1,2].

OD" 22025 kHz
D20 120 (7=0.8~1.0)
DsO+ 72 (71X EW)

PEARY MADOWRBERTIENH T A—F—ThH 5, DO DOE#EIY 30K £ CHEAE

NTW5, narrowing IHEBIOE IMBEMEL EORE TIHBEIZ X HR2VT, IFE—E
Thd, ZORNPLDMD LI, BRI OD, D20, DsO BEEhTHE, D-NMR
22y ME EROSEIED A7 MLOBEREDEICR D, Bx ORBHIBMEEOBE
ThHBHN, MEME— 7 301D ALY M OEEERFTHZLEBTE D,

5.2.2 D-NMR OE Rk TE4E

R~ KA ERBRE BIBEIL narrowing BREX W &, AN T —RUEEEROY T b
Bx5o k. yOBEBLEEXT, BE% 155KICRELR, rf B E £37.5602MHz,
7=155K DB DNMR 227 kL% E 527 ITRT, 227 MUTBRICEAERLN 3
HORSHORERENTVWD, EDOEND DO (c,d). D0 (be), OD (a,f) DAXZT b
NEEZ BN, (ZOMOMELEXONEHE, ZOMGHARLERTHY, UTITRT
L REOEREL —BT5,) A7 M OENLNEBHEEIER(eqQPRE S &K
W, REROFBRLUEBETDERDLIITED,
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Signal Intensity (a.u.)

KCr, (OD) (s0,), (Kyoto)
D-NMR

37.5 MHz

155 K

|
-—
e o

-—Q
-+t

56. 8 57.0 57. 2 57.4 57.6
External Field (kG)

X 5-27 D{tK-CrJ D-NMR £~37.5MHz 155K
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WMEBRELEROKRE S
v—/RRE SRS E ¥7 b
OD" 510+40G 225+20kHz  -30*10G
D:0  290%30 127+ 14 0
D3O+ 140%+10 61+4 0

: 2
W EEEE R O K é!iE%Q— CELThD, QEIMMEBET—A > . g XEHIE

DEFETH D, BEDRKERIT DO K EROTRRDOFKERE X< —ET 5,

ThiZXoTROZ LB D,

(1) AHT—EAREMEAOESTEREACS 7 b 501k ODTHD, 0D HmidH
—C, DI TEMTHD, KREREBBHU~DL 7 FEFEOHD ZOFTICH Cr
DORBOENMEFTOHLBEFEET 5,

(20 D20, D3O x> 7 b LAV, #oT, H-NMR OHFET 7 b LARVESIE Cr KA
430D HeO & HaO RO 1 fliRA A 2 BHR L TWA HO D HIZX D,

(3) 2EHI DO &L, o TAKD K-Pv a4 MEK-Crd & DsO-Crd DEEY
THd,

Cr RIBED OD @ D IZ & B 2AR7 MR o2V, KEHD OD 725 2 fEo Cr &
FEALTVWS OD LIFERI LAY F—RMEERAZRFE LI IV D, Wills EOH
DX HIIFEALY D0 (XL DsOY) BEHEN TS EEZXHNDI8l, Zhid~10%
BED Cr KBIZH b 53, D-NMR OEBEBRORY OMERBRNZ L 2HAT D,

D-NMR 2227 hAOHT D30 4 DERITSEOEHREOKN 10%% 5D, I OEHEL
& Cr KiE# D charge neutrality %% % % & D30-Crd DEESHRITB L £ 20%I272D, T4
i Kubisz D52 T3 Fe- Py n¥ A FOBFADOEREE L —BT 54,

D20 i% Cr KIBEICB T 225, 207 FA/PENWT L% Cr KEFTIT AL 7 —EIH
BEERAMNSWZ L 2EKT 3, Cr BRBLEBE. 50 Cr BEZEMHEEMEZTD
TERRVDTCrEFITS E D D0 DMEE TENDZ LR REKT D,

D3O A2 F LD HDNEIFIE free deuteron DALEIZIH - T, AW 7 —RMAER X7
TV, D-NMR &7 hCRAMRY ., CrOEFIZ 1 flifA A4 OB EH D DsO+* DAL
BE THOTETWARNWE Bbita, i D0 il LT Cr-DsO-Cr A #AH EAEMIC
IANTHOEOEOHEEABED TH VI EE2TRBRLTWS, L, ¥ 7 MUEDR
#13 D30 D A7 FARDTIEREBAIC T TV D TR Z BRICIFTE L2V,

Eikd D-NMR 222 FAOENTH 5 H-NMR D 2 AD E— 7 [XRORICHEA SN D,

(1) IAFRT A-Crd (A=K Na %) O#BHIERIT A-Crd & H30-Crd (BEFEK 20%)
DREWTH D,

(2) #REMEF H-NMR OEBRAE—2712 2 H0 Cr+ AT 5 ((E-> T, Cr KR
DBRVWEERNTOHRFD) OHOHIZED2HDTH D,
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(3) EREM Y — 7 1 Cr X#EHHD OH % E#+5 He0 & 1 1fliff1 24> D XMaz
5 HOOHIZXAHDTH B,

T< 4K CEBSBAIZT 7 FLTYHA FE—27 2B 2 Ok, FRMER O SREG M v —

7 D—ETH D,

5.2.3 AR FILDBREZEE

A~y MVOIREE(L % 5-28 ITRT, 27 kv ® OD B4y (5RF a)id 155K 225 30K
¥ CIRIBEDET & #ICHEMITERBBEMNA~L 7 P LTI, ¥ 7 FOEMIE AL
L OFBMMER THAT 2 (Brillouin BI%) 7225 TH 5. D3O IR D20 fimy DFEDIE
EEZS (L3 00 EABAR EAE R DIt T A — ¥ —DBREE(ICL D, RITLDY T FOE
WIZIN X TIEIE CTOEDIEA ¥ & I EBHEELVEROFEIFREDEMD I DIZ AT PV
BENTHABRICZ Y, BRI~ 7 FOFMEZ EENICHLNCT D Z LT TE 2
27,

OD Fi43 1% Cr A B L BEFIT A TIRRERMIIC > 7 b L7et, 30K(HATH —» LTRHE
K¥ay7 MlIZE-> TIT< ., FERCELEBIEN D, ZOHLITK-Crd ® H-NMR T
LRI TNDEH, D-NMR Tidid- &V ERZX B, V7 hDF—=V TIIRALNDICAT
S—BFEMEROFTHELICXE A b DT, 1200 #iED plaquette BRI TIT @R Z T
LTW5, T=5K D A~27 M ORTAKBEOIENR Y XA C UV HREERORE L X DHEXE
R L, HNMR IZEIT A B B TEMEOBRICHIE L TN D,

10K SUFT¥us7 MhbEREA~Y 7 FLTHA RE—7 2T D0 L DK
AP EEBESAN, CORSTHEIMERICRET DI LITTE o, L2L,
HELTHD L, BRIEREMEITOARY MO —27 DFENRT, OD D ER 7 b~
DEY FHrd, OD FHE~K TEr Y7 MZRED, LD, AT PAOE—7ICHE
45 D3O A NERBMCBITEHB LTS EELZONS, Thid, HNMR OfFfTic
EB¥A FE—Z X 1A AL DMBE EHBHIDHICL DD THD E V) EkE 2
VATV RN THD,

5.2.4 FE5H

Bk £37.502MHz (D-NMR 3868 57.4kG) 2B BEMMAD A7 PV ORE
KT E T LR 529 D X I3, AVERBHIPHEFHIICAVELOLRLUT, K
EIREIX, K-CrJ(Kyoto) & 1ZIER CIRETH D,

2 SO ALY hL (1=3.05K,1.85K) iZiE& AL RIL T, T~ 2K TREREMS
HBEMEIDINDIEEN, AR FAE 2 BEOE—7 MEERE, ROVEEFIVTWD,
IEREEMI Y — 27 1X. 12T free deuteron DALEIZH Y . BHEBHRIO L —7 7 M 632G
Ths, “hit. KCriKyoto) DERBME—2 D7 hOKEEID 12 THY, Eo&
IZ LB AV EREOME 120° #5350 plaquette DIES dipole HAVNE ol T EIT &
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LLEZ2 N5, free deuteron DILBIZIE., ¥ —F—7 BER>TWDHETH D,
W EREEERIC L5 2MA~500G THAEDT, Yvy—F—27 L LTUIZEE SN2V D

THA9,

Signal Intensity (a.u.)

155K

56. 5 57.0 57.5 8.
N ¥ 1 1 1 ] 1 ) T 1 l T 1 I 1 1 1 ' i 1 1 L] T ] t 1 -
- 120K . E
- * :
:-l 1 1 (] 1 1 1 1 1 | 1 1 1 1 1 ] I 1 ] 1 1 1 1 1 I_-

96.5 57.0 57.5 58.
_I 1 ¥ 1 1 1 I I ] l T 1 1 1 1 1 I 1 1 1 1 ] Ll L]
-—I 1 1 1 1 1 L I3 1 I ] L 1 L | 1 I L 1 1 1 ] 1 1 1 7

56. 5 57.0 57.5 58.

AN

56. 5

57.0

57.5

(9]

®©

il I O T

56. 5

¥ 5- 28

57.0

57.5
External Field (kG)

o1
&

D {t K-Crd D-NMR iR EEKFHE
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KCr, (D), (S0,),
D-NMR 37.5 Mz

llllllllllIlIll||ll|lllllllllllIll|||lllIII|||||IIII|||IIIIIlllllllllII||||IIIIIII|||IIII

3. 05K

IIIIIIIIIIII|IIIIII|||II|I|||III|lI|IlIIIIllIIIIIIIIIIIIIIIII|II|III||I||IIIII|lIIIIIIII|
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III|I|I|llllIIlIlIIIIIlIIlIII'IIIIIIIIIIIllllllllllllllIlllllllllllII||IIII|IIIII|IIIII|I

53 54 55 56 57 58 59 60 61 62
External Field (kG)

529 D-NMR A~<7 FADBEEZEL
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5.2.5 BEBBEFD H-NNR R R k)L

BEAERBPICIZBEE LSRR o H 2800 T, ZOH O NMR A7 b
B UEEED S & TBHEI LTz, free proton D EL 8.81kG Th D,

5-30 (7=2.1K) @ H-NMR A7 hLERT, H=9.35k G HHEDBRRE—27 3 F(F
BEThD, BREHEART M EEE~50G (BREBAIE—2) &~190G (RS
—7) O 2EDOE— I BROENDH, 2 HD L —7 (3% & FHIE 300~400G D Gauss D
BOLCHDEDICRZ B, BRI — 2 OALEIT free proton DALEITILV A, 37G &
BBz $hTwWb, EREMAIE— 2 1T free proton DALEMN S 655G mBLA I TH TV
%, '

EREBRI Y — 2 DL 7 MIHRBAER S OIES dipole HIZE 26D THSH, Y¥—7
E—ZiFAE0LEIRZTWS, BREEAIE—7 07 M3 K-Crd(Kyoto) D @ RE5 Ml £ —
IOV FORESLIVNEL, BUVBESIWTWE EIICAXHZ LA D, D-NMR DOff
BLA&bET, 79 A ML —v a3 v id K-CrdKyoto) K WL <. <u>/px~021TV, %
7. BRESBAIE— 2 BRREVZ LI, AL UHVIAABD K-Crd(Kyoto) L VLWL EZX D
nd,

KCr, (0D) ,(S0,), (Kyoto)

"H-NMR
2. 1K
T | i I T T

S - -
3

)

+

o

n — -
5

o F

o - -]
=

L)

©

o B -
=13}

=i

w

n | L " ) N I L 1 PR | L L1 PR : i X | ) 3 . ) | I
8.0 8.5 9.0 9.5 10.0 10.5

External Field (kG)

X 5- 30 EREBTO H-NMR A~ by £~37.5MHz 2.1K
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BfEAE H-NMR 222 MO E%E T HETD-NMR 227 hICENRD LK 531 %%
DE— I BN —FTB, ZDOZLhd, 2 KDTFA L O5EEE CrsDIED RFTEOEN
LA ENTEND,

D L K-Crd KCrs(OD)s(SO4):2
HOES>FETBELTD DEFE L K

——D-NMR 1.85 K
——H-NMR 2.1 K (@35+48. 74 kOe)

(a.uw.)

Echo Int.

P RS ST TSP SR P U NS S U RN AT ST SO YR N S S T S [ SO T S S Y

56 56.5 57 57.5 58 58.5 59 59.5 60
External Field (kOe)

K 5- 31 EBEFE3Eo H-NMR & D-NMR £37.5 MHz
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5.3 Rb-CrJ i2¥® Rb-NMR X R % kL

3.1.1 THRAR74HRIC RorOKBICHIZ HSOPBAD Z EBMoL TS, £Z T, Rb—
NMR D A~7 huind Rbr OB TONEEEZMSD 2 LB TE, HNMR A7 b O
BHEE5 LN TED, Rb % F3/2 TUEBET— AV M &R 5, Rb-NMR iXHE.
BASEEDI R AT PIZ2 %, Rb-NMR O8I £75.7MHz & 21.8MHz TIT o 7245,
21.8MHz Ti, A LB XD Cu A7 FABEE L TWADT 75.7MHz TD AT b
NERTZEWT B,

5.3.1 EHiH

Rb-NMR O EREMAR 2227 ML & 5-32 1277 T, AT MUTEHE R BR AR by
Thbd, PROE—7iT+ 120F-1/2 OBBICKHIEL, MO —7 3000 +2kG
WCRBLTWT, £320+1/2 OBRBICkET 5, FHlE4kG OMBIZIX, T DS D
RBRZ5,

8TRbk%Z  75.7 MHz

4
i
!
i
|
'%

RE (a.u.)

45 50 29 60 65
St (kOe)

X 5- 32 Rb-Crd Rb-NMR £~75.7MHz 40.0K
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BRI SNz AT PV ERBEEOE)

BRI SN ARY b bRT A —F—%&RD 5 [Appendix. 1], 75.7MHz, T=40K T#
B &7 Rb-NMR R~ R VIZSMil e — 2 fHEICi3E @R 2 < L PIc DV TR TS
%,

R — 23 h=0 53 H LM T, BIZFHEMER 200G (3 L TEBRER TIIA
260G H YV . T dipole Bz L BIEDIEN Y OEETH D,

(X320 UDFRB D AR MATHOWTH A LML — 27 OB

S A, h=1(4.21%0.05) kG
Sl — 2 h=%(2.16+0.05) kG
T, R RTG A —F —iT »=0BHAETEXIH TH D, SMIE—7 DR 5
| Hg|=(4.32+0.05) X 103G
a 1% 0.03 72 T dipole HDOEEII/NE W, | Hol O EBHABMNRD b,
| eq1=(1.19%0.02) X 1015 F#E AR /L b lem?
ThH D,

5.3.2 SG 48

5-33, 34 IX 75.7MHz T#|FE L7z Rb-NMR AX7 F)LTh D, 3.5K DA~7 hL T
PR — 713 1 A TERBERS Y ¥ — 7Y Lo TND, +326+1/2 (Xid-3/26-1/2)
DS DL v (), (N —7 @D — 7 BB L TRHERICFEE L TWD, 21K DA
7 M ATIZHRIC doublet(a, b3 dH ¥ | (EREBRANCIZ+3/26+1/2 (Xid-3/26-1/2) DS
Dy PEONRZ D, BRERAOT v 21X doublet D—F 24— —F v F L TRZR,
IEREERIOBAIXIZ-> 2 Y LRWD, BRBEMNOB@IREAIN TV S, F1D doublet
D2HOoNE—ZiFEE, BIITFELL., PBEE~1kG THD, ZDfEIZ H-NMR OY
AL REe—27 0Oy 7 MestisT 5, free 72 Rb OALBIZ Y ¥ — 772 line IXRX 2 VA5,
E—7 OERBBEROME —BHLTWEDT, ¥ —77line DHEIIT->EVF ARV,
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87Rb 75.7 MHz 3.5K

vvvvvvvvvvvvvvvvvvv

External Field (kG)

K 5- 33 Rb-Crd Rb-NMR £75.7MHz 3.5K

LS L

External Field (kG)

5 34 Rb-Crd Rb-NMR £75.7MHz 2.1K
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H6E NMR AR MILDEEMT

- pETHE, K-Crd ® H-NMR A7 ML OERRERD DBREMADA U HEEZ HRS
BOBELMMILED ERBD, A7 M OMRITILE MM (7>30K) . Cooperative
Paramagnetic ¥ (5K< T<30K), BUSHIZ 2 D24 THAER I QK< T<4K), BAETH
I (T<2K) 2565 THT 5, 6.3.4 I Rb-NMR DT &M Z %o

6.1 &It

#wEETRLEL I, Cr-Pry A OEBMEMA H-NMR 27 hLid, free proton
LA U 4B REE & S EREE R Y — 7 LIRSS Y 7 b LI EREME—7 &)
OSB3 BE LTz 2 A0 line M HER STV D,

—F. CrPyu¥A FORREEIHOYA MRV EDTHE I L EZRL TN D, {ECHE
BEE— 2 D7 M T~80K T~100GIZEL 2B 05 A Yy L OFEEMRTIISE <
CrrA AL L OMEERIC L B2 LIXALHTH D, Cr*DIES dipole FHITLDH VT N8
EREMAR I (free proton DAL DOE b D ICHFIIHMT DD, {ERES R
~DYT MEA D S —RBMEREERIC L5, A0 7 —BAEERMEBEGHA~D T
FeBEZBZ EIRRDOLIITREND,

A(S)
H,, = A(S)I = -l "R =l -H,, , A>0
B OMETORFSIT

A(S
)
VL
T B, BRI TIR<S>IAMERES L REATCh D, SMBRENRE L, 2 TOHEX
T EWEEIZIE

<8><0. Hws>0 b, of BEEEZEEL TRV THEERIITI L&, BATL O
BT of FREIC RS 2 BRI B 1= DIANBRIS I A H=" Huz 12T HIET 2 LB
5. HoT. NMR 7 M. AH= Hp<O0 LY, A7 MWTEBSEMZ ST MY
Do

BRI A S MVOERBR E— 7 1320 7 —REBHAEEREZ T HICESb
DOThD, HhIHENOBRBHEERIL OHD 0@)%&ELTH Cr-0@)-Cr &ETHD.
Cr BT OWENRIEIE 0©Q) LIcTTV B h 5, H OMLE T HEEIBEII AR AEEZ RO
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EREZOND, ZDOHIZCr & HORICAD 5 —RREERBEET B, Cr XKEH
72< 2D Cr MEMERLTWS OH ® H BB bHRWAL 7 —BMEEEAEZRITTND
LEZLND, LHL. Cr REBIZHE Y BT OELLER SN D He0 OB &> TR
MicHs HAL Y DRAN T —EMEEAOFRAE WA SRS, FE HNMR A~
7 M ADIEREBRIE— 27 RN ED H I LD bONFE>T\D, ZORMBEERRT 72D
5.9 Tik~<7 D-NMR DOER & 227 M OENETolz. Thhd, EEEMIC 7 FL
TWBE—7 1% 2 A Cr LHE/EA LTS HEGERLM IOk F 2R L TV DB
BT5 DICE3b0THDZ EBELNICENT, ZORBBIIUTICRS LI Cr¥y
oY FOIERIZI T 2BKAME ORISR ICERETH o1,

- DEL . Cr AL L3 OH OB E TEN->TWT, H L OMTAL 7 —BIHEER (F
51E) & dipole-dipole HAEER (RFHE) 2ELDT AT ¥ VIV 72, £FH Knight
LT N ERBORICR D, EIRO AT RREHCRT 5 A DVHETH D, Cr BT OIRH
D %#Z[E LT dipole HEFHET 2 Z LIXTERVA, ARREROEEZ LY, dipole 10
& L AD T —BHREEROBOMEBHHE THHZLEBERT L. AN T—HMAE
EROKRE S, BEE

Hp=T.6kG, A=22MHz
LHEEIND,

6.2 Cooperative Paramagnet fD%EIE (30~4K)

6.2.1 {EREIFAIE— S D turning

H-NMR. D-NMR(ERE Tt L=REDOERBMOE— 27 O 7 b3 80K LT 7 K
OFMEYEEL TAEIZE a7 b (free proton DALE) OFFICHD > THITT 2.
FREoX VR EDCHMEREOMKBERLE Ley T b AH OREFRFEDT T T
¥E 610525, Hotk NMR ORIFEIZAWZ of FEEKIZE T 5 free proton D IR
ThD, ZOBRBIIASHICERIERESEL TH LWRBIZEN> TITS 2L 2R LT
VW5, HLWAEYOREIZA Y T —BRAEROEEE/NE LTERYT FOFMHIC
o T bOTHIUT LV, EREROETFLEET 2 ENTDRTO2=y b 3 ARO
A ¥ UM coplanar THEWZ 120° FhizFmzm< 120° #ExZ LY, A vy oD 3 A
BRE L FMEELZ TS EEIDZONRARES D, AT FIVOH LI free proton O
[rBICFA. line IBIXAEICENR S, AEY 3 ATOEEN RIEMEF &7 o THHS
hhug q=0 BENEREND, ALV ST AMICERKIND L. UTORT &S IERD
AR MR D, LT TR, IO FOSMEN2=y b 3ATB LA vUEEBEZRT 3
BT (AEY 3AT) RiEo%0ERFHEDIL, AL 3AHE “plaquette” LIFERT
bl N RV

“DkHic 120° HEED plaquette B LIEHO W TV AHIEE 1 ETR~%
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Cooperative Paramagnet(CPYIRRED 1 L EZDHZ LN TE D, T DIRBBRIT B A D EAE IR
E (NHeCrd 20T To~4K) T, £2 T, ZOREFEKE Cooperative
Paramagnet(CP)fH & FE5,

Z i plaquette PIC 120° #3EL ) A HBEF - TV 5, plaquette DML
O WTWIIE, — OMBILEERAETH Y . BIEREM TIRA D Z L3 TE DRSS
b5, Be-1icknid, CPAHBIMIEEIL Ter~20K LEH LB TE S,

A/M DR
0. 004 - 3
v
Ly A T e _
;v'; : v v .
' . ' v vy
‘ v
v
v
o . . L v ; ;
N BN TS
= v A
v
0. 001 :
0. 000 e L v
1 10 100

Temperature (K)

He6-1 EREr—7 7 FOREREH
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6.2.2NMR <7 k EEL LM ZHERTFORILE

B NMR OEREERI L — 27 0L 7 MEIRMRD RV e ZHik+ O Rks %
KiE LT3, RFRGE I RETRRM LRI AT 2 2 b NMR ¥ 7 MIRRETEIR LRI A
T3, ERICIIEA Y OMBORLRIZY 7 o REMEEERBL TN EEX T LB
T& 3, ZIT, BREME—27 DY 7k EFRLIZIMSLCBEE Shicw 7 n RB{EEE
BN, e LT ey M5 L, BEbER y £0.055 emu/mol DT, Thbb T
> 30K DIEEFKR TIE Y 7 b ERMERIIHAIL TV D (K 6-2),

5010 ——1——T——F T T T~ T T T T T

4, 5x10°
4.0x10° | .
3.5x10° - \ 4 vv —
3.0x10° | vy -
= 2.5x107 I -
2.0x10™ -
1.5x10™ I ]

1.0x10° | -

5. 0x10™

1001 /A TR TR N N RE I EEVE TS S
0.00 0.01 0.02 0.03 0.04 0.05 0.06 0.07 0.08 0.09 0.10

x (emu/mol)

M 6-2 ERERMIL—2 > 7 b EBMER

SO EBBEREBAE—2 DY T MNIRERMIOETO~ I o RBtREE2 5D
DChBLEZBZENTE B[R], o CHRSNEZY T b LBHMLROEREZ &R EH
OHEHBIcER T oy M5 ER 63D LD ITR D, AERZN TN, BLEROERE
2D (O). ERBAE—s 07 b AH (@) T, E#iL, BRERICEDHEMRTD
%. KSR 1 A(T=155K) THEBAE L TH Y, T>40K TIHERE L HH RIS
KBTS, ZOBRERRIEOEREMETHIEEILND, TR LT, 30K
LT OB EMER TIE NMR &7 Mostisd 2B{bERIEHA 5 »IZ Curie-Weiss g b
# 10K ¥ CHIERBONEHBICRo TS, THUISELR) IO OSORBIERIE
BxiIox Y inL TS,

86




—— x (D EER
o % MWEE
- ® AH -
©
E 0.05
=
=
3
<
0.04+——T—TTT7T T T T T T T
0

20 40 60 80 100 120 140 160 180 200
Temperature (K)

6-3 EREEAr—27 7 EBEROBEREM

ERICHT B~ 2 U BRULED ST 7 hbRERN ZTH_TORMLE L E X DN DRST

B LAWY T, MBI X 5 b & Cr RIBREFHEE THIDETD b - fEIR
DEBZLAHDTHD, KESIITRBEEICZ X D,

6.3 JEEEME I (2KSKAKD D NR AR B

TITEETBEDIE Te<T < Tl Ta~4K, Te~2R)OREFBEDOANT FVT,
H-NMR A7 MWIZRDEE S HEREIN TS,

(1) free proton signal DRLEICH AP E—7 (¥ —TE—7)
(2 HROEORENE—T (Fa—F—7)

(3) BREBMICHK 1.4kG v 7 b LEBOREWE—2 (A FE—72)
(4) 1EREE(HS5kG) THbh 3 BB DA (q=0 & DY)

[EEARIC 1T 5 NMR 227 L ORRAT O Tl 3R IR A & R q=0 & DR & 2
EOBDENWE—7(Ta—Re—27 9 A FE¥—27)ThH D,
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6.3.1 =0 EED R
A =0EEDAR~T bV

5 BIOR Lz & 9 B of B0 404 T (P OB 5kG LT D & BN 56/
DR A IR R R IR OB R ALY M THBIBl, ZDART bvid, Fe Uy
oY A MBI B =0 BEDARY M ERUFETH D, A7 MORIE of BRI K
STET B, Zhik, FLREEH 4kG LLTFIC/R2 % L NEIREE S OB £ Y bRE <
o TLEIDTHB, q=0 HEIL Ta~4K TRY V77 A ERKICEN,
K-Crd(Kyoto)?® q=0 HiE D A7 hiZ 0.03K ETIEEALE DLV,

TOANRY MDEEILE 5T, CrrPy a¥A ME T AT ORE CREMKF 2/
S LRERE N, A7 MVCIEER RV 25 OH LB T 22 To Hid%EM T,
MSFORIEL =0 BETH B LIty THTHRIL TRl ShfRE —&T 54l
q=0 HE 2 TR 5 D1k Cr KEDORWER TH D L EX DN D, ¢=0 BELE VRS T
M EShBZ LREETH D,

B. CrA AL OH @ H DLEIZIES RFTE

EBRTFLLE K-Cr Py u¥dA hd D OMERPHEFHENORDONTND, T
{5 5T q=0 #ED L %D OH ® H OALE T O dipole 3 & EFHHE L7z, Cr AV /IIFIE
LTW3 (BREFIL) L LT3, 1200 #EE L5 Cr ALV ORERPITDHETO=
=y F3ABICHLTED L I BRAETH DML - T dipole HiZiE->TL 5, Cr ALY
N 3ATOERLFRERL & X,

Hr~3.6kG

LD, AVLOREBETD ERK4.2kG 225, - T, dipole % HICBHET S
2ED Cr ALV DED B L LTGERIT S & &, BET IBRRETH D,

= Oz Cr A ¥ U R FHBSMAEER OB EIED, q=0 & TED DX 5 2G5
NMR R~Z MADIBIZ 25, AHT—EREELER & ARET VT dipole FHEIEAZMA
3L, 120° #ED &L & ORFHEIE H9.0kG 2725,

WAZOFETHE L ShEERNE AR bLvE, BRISHZASZ PUZT 4 v b
+2 & HOMBOWNETREE 3.8kG (272, BROFEMED 42%i27%2 5, Z OEIXHR~L O
BETFLRBHZ L AP T HEAOERRBER L —HL, HRB LAYV IRERPLELE
LTW3Z s RLTWAM, 01K THLEETHIRKERPLEN Lee FO
KCrs(0OD)e(S00)z 12 & B P FEELO EBRIC B W T H R S T3 (5]

6.3.2 J0—KE—U &Y A FE—Y ORIAE

FORRBRREE Y iIC, BRENETANY DxadA MEERITHO Yy ryhA L
charge neutrality 124§ 5 RE|D H:0 28 A TV 5, H-NMR (213 2 8D Cr3tizfia LT
% 0H® HOMzzhdo HBREET HOT, HEHD H-NMR OA~7 r AZDWTHE
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R R R MVLLEIRBHER Z L BEZ DN D,

=~ OBEBE X3 Rb-Crd ® Rb-NMR A% MAZ X » T Z L B3RS, Rb i37272—2
DY A+ (1A A OrE) Laviuvdhd, Rb-NMR DAY R IHIRIC 1 il A
L ORBIZ Cr A A DIED RS ER LTS, RFABIEELRbOLETIEHS 2M
D3BVICET S Cr A AL o TEDND EEXTIV, Rb iZZEAL 2% 8/2 THE
B EMER 25579z NMR A7 kit 3 AiCHE L, BEREAN TV 2O THEH
DALY MTEMT 2B, UL, PR 12-F U230 & VoRS b oRES
NTWT, ZOROELBVNLLRITEE2HHZ ENHKRD, ZOPRBIPRL BT
SO HROT a— FE—27 LA FE—7 M HHETW S, (REDR TuiliEWEHE,
H-NMR 23T+ — 7 — 27 BEET 55, Rb-NMR TIXEDBRETH Y v —7
I BE-EYRRIR, )

Rb A A% Cr KB HsO-Crd DRAN S » THEMENTA MI—D70 6, NMR
23 2 AD line 248 L TV B DORRBPIC ZoOBSHEBHEEL NS Z L E2ERT D,
Fu— K —7 X free 72 Rb QLB P LEBHRACS 7 FLTWD, A FE—7X
R ERE N R —s LERS>TLE N, ERTH HOY A FE—7 ERERIC
¥ 1kG DEFEE ST TWAZ LR LTS, 1EH HNMR 0%+ FE—7 DL HE
WEDLLARY, ThHDZ b, HNMR O A FE—27iX 1 i1 4 DB S S
H:Ot O HIZ X B bDTHBERRTHI LB TED,

Rb-NMR O A FE¥—27 D k& ST u— RkFr—27 LRUEESH Y. HNMR OBA X
D XX\, Rb-NMR N7 m— R —2 &5 b HsO ® H-NMR 7 u— Ft&'—7 RO
Z it B, #iz, HNMR 07 n— RE—21i2id 1 flilfA A v OFLED H D HsO 22 H D
HFEEHLEENTWNWBZ EBn5,

6.3.3 plaguette MITY32# (spin folding) & H-NMR D SGHARY RL

B b BifliZ2 plaquette DREE 1L T D plaquette 30> E & A L FEEZ AT S &
T B, LD L. 5B 2 EDH 2% Heisenberg R DOEFRAE LD b plaquette 1337 ¥ iAZ(spin
folding) A FEETH B Z L BH P> TV D,

1 fE® plaquette T& 2 4UiE, coplanar 72 120° I LTI, 1EDX vroime
B CalE Y OEEEIZE B Th 5, 2 OfE Y O 1 /2 DEEET plaquette 232> ZHHEICEEIC
5, REMHEEROBENE (D<0) ThiT, plaquette T2 THEICH LTILL E
N5, EOBREICH, —BRENITREFEMREERRTHVN G, plaquette DB DY 3FF
SINDAREENEH D,

CP HIDIREERE % 5 L, spin plaquette % 120° % & Y>>, plaquette D& &
SUFAMIPLNTNG, DIORFTELEHEI—TFT—ORETTHIIRLTVD
plaquette DFEEITTTO LI Cr-Px B A MIZHRELER /NS W5, plaquette O
ESEIEER TR > THMAR Y BHRIIThL TV EEIBND, T=T(H 4K) CHFE A5
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¥ o THRROESRESITD-L D LTVD, THIEEMEPRITICEIS I LERLT
W5, plaquette 1T BVEESIBT BT, BT LICE ) BB L Y RBLHRM LT
<59, plaquette I ZHENICH 7Y, NITDEICH LTELL ER-7LY T 5,
plaquette IRFTHNCIZRI L RS Z LY, BHIT22LHTED, ZO& H LT, AEY
BERCHDAENTITL LT, FAS URBEEED Z LD TE D,

plaquette 2B HEHEIC b7 » TEIITHIEA L ORE#BKFICRDS, $7TO
plaquette 235 ZDEICFATICBIIL T, AL F YT 4 b—E2D ¢=0 KB iR B, B
BT v F A THIERAL L VI RICRBEADH, TOHE. A EUMBARIXIEE A
PRFERBEICARSDZLNTAETHY, PHFEELNDZORSOMEERIRINATY
%, H-NMR Z-2% kLt plaquette DEEFID FBFTHERE DM E 2K L TV D,

H-NMR TR SN-BEMR 1 OAY M a2 IO X 5 R RG THRITT 5, H'NMR DA
~U M LDE & DERSYDRLED B plaquette DEERA Y U EFIRE 2 BRITD AT |k
ww%®%ﬁdﬁ%kbﬁm:&k¢éo

ROX > BREELE
i. plaquette @ Cr3+ 2 ¥ BB coplanar 72 120° #iETdh 5, 120° HiG TR
BB oPThRERY,

ii. plaquette DM (R EVEOBME) 135 THHT T EFNELT, £40
plaquette FGEEMIICISI TH D LT 5, (ZOREFMESED L5 IBbN
5W%Lh&woLw%“CrZEV@%%%ﬁE%ﬁéNMR;ﬁ+“&Wﬁ
2R T5 L. plaquette ZMSTICHbAR ERPTIZE L < FEEHCR5.)

ii.  HOMED dipole HiXHBEEE Cr 4 AV b OFELET TREL D,

R REB A T OERH LCTEEOME 2 MA Z ENHKD, LAL, IDE
Eizdh % plaquette DIEFRT bk
B s PAOMED FESNZHEIC 7
XL CRDICRD LHEPRETH D,
DD, RO X S IZ/ES HD
FaBr=y s 3AFDO—ODERKD
Hia (X)) ETHmEOER (Z ) v
DO HBENCHIHEEEEZXDHT L S;
T 5. XY ZEER64D X HI LD,
S DE X FHEO I X B FAT
Yit. REAFLET 5, ALY 0iAH (spin folding) X plaquette @ X, Y, Z #DE Y D
Bz TE X DiLD,

plaquette DIV AHIZ L > TEA ELOMBIELNSRBFSEEHELT SG D
NMR 27 A (FROTo— FE—7 EERBHAICY 7 Loy A FEY—2) OfilE
37 5 [Appendix 3],

S
6- 4 plaquette & B35 7 1)

X

90




Cr A AV BKER EALBITHE D BFTEIE 45 LIRS CRBEE plaquette DHE X i
Ivnd, 1 MHEA A OMBTIHEELETO 2 KO plaquette 35T %, (HsO O
H-NMR 084, Hix 1 il 4> DALBIZ RV, 2 KD plaquette D—HFIZIE< , #iF7
CEVD S FEHEIC R H B EE X D,) 120° HiE T plaquette (2D T Z8i=0 720>
5, AWT—EMEEARSS L LTHERITITHHIN TS, dipole %id,

H,=H,Y [s,-3e(s; ¢)] (6.1)
N S, I,
H =&§i—’ S; =g € =

LEIILNTXD, g. uBlt Cr A¥ D g —factor, Bohr BT+ TH D, rid CrA A
FTOEET, 6O CridZBEMICH D, fiik 2 Ko plaquette iZ-2WTH D,

2 ¥ plaquette DxtiE3 B TEAIL 1B A A 2 OV TRIFFIZD D 2 MO TR
MEBIZH DAY BRREATRE S, BEIMIC HE0 & 720 A RE—Z 13BNV o T,
YA RE—2 O 2 HONTHED Cr AL VERFRALHE THDHI L &R T, (T
i FERIZE > ThEENTW5,)

T ORER. 6.1)DOF%E 1 # D plaquette IZOWVWTE Y 2 TITI NI &2 D, 870
PRWH L,

H,=-9H,(sin p)h, (6.2)
LEIFBH LN EMND, BIXCrA AL D polarangle TH D, FA FE&—7 DT MI~
1.4kG THIBRESE 17kG ORI/ &V b, RFHED 2 S %% XL L. NMR 7
NS
AH =9H ,,(sin B)h,

TEZ N5, kbt ha®D z R THD, HBKGILRD L 2oz HELUIERETIIAR
WA, AT MAOBIEIAEWICE L Th D, UTORIIL HE1TRG D & & DA RV
[ZOWTIT 9,

plaquette DIV IALDBRTFIEF A FE—27 DX H R—FHREDY T MIEI 573V,

6.1 5D 1 RS s~>-silct LTHEEZE X T, U7 MI#im & 27 5, plaquette

KA E VN AMED 2 BENHINLZORRIENRIY, AT brEfe
LTiPuy 7 hoEb icHiaK e 2s, Ll LEHA 405G LT ThmE
I & O plaquette DIIZE > TV DA, BED plaquette & [X A B DA & 23#IZ/2 2T
5. 2B plaquette 1o 2N ENES BRIV AH % 5 AT FERACHE IS 7 bLT
AR MVEEE LTHO—HRALY 7 M52 825,

plaquette XN THERICH B LT, YEHIOEDLVIZ g ZITEEE L, WICH LV S
DBV P EEET S T 5, REEH ZX ERICRVWE i, £7 Z #ioFY I
plaquette % [E#E LT, SiARHHD XY BNRSOF AL —ET 2 X S icThidlv.) 3
BOFEMIT Appendix3 25 X 5, T I TRERFERIIOVTR~D,

iy
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7 MNEE5 2B BATRD L HIZET D,

h, =cos 8 cos(€ + |//)+ %sin Pcosy +xBcos y cos(@ + g) 6.3

B=\Foszﬂ+%sin2ﬂ, tana=%tanﬂ
KWL D ERSH DB EET T,
(Al x=0, ¢4=0
plaquette X ZHEANIZH D,
h, = A'cos(0 - &)

P o e ey

-«

—t

)

OWICET S, 13RS (B) & ZHMOBOAETHD, IVETDHLEE, A<h<AT
—FREDTT7 MIEZ LR,

tand' =

[Bl] %=0
plaquette [T ZHEN D g 72FILH ER>TND, ZOBRBIEVE—FROY T b &
5z B3 g=n/2- 0 DEET, s H & RFATICR D,

h, = %sin B -cos20)+ kBcos(@ + ¢)

%1@@E(%@%M)®v7b%5iéﬁ\%2%%k%wovv7bdﬁ%tfh
AF, A FE—27 2B LR,

(6.3) £V x=0 DEHZITE 3 HOENDO = DICERBROAD L7 MIED B2V,
—HEAMEDLT FOHEEZ BIHIC, plaquette 12 ZHEICK LTEE (2#0) L
R bR,

[C] z==i2
MmmmﬂiH%ﬁﬁi5K\#3@@Kﬂbfﬂﬂ@ﬁTéo:ﬂﬁlof(&wﬂ)
®3ENPHEIND, 2 OOMBEFE~DVT7 F 25X D,
D ¢g==nl2-0
s1) H & ATIZ IR 5T,

h,= %cos B(1-cos 20)
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(hz)=%cosﬂ, 0<h, <cosf

W7 EREEX D,

© ¢=1¢
plaquette 25 (ZX) BT H &¥HFRICEERT ST,

h =cosf+ %sinﬂsin%’

7 ]‘@*l[}@‘i(kz> = COSﬂ N TIE}i%Slnﬂ Th b,

x = n/2 DIRIZ OV TEENREELZRAT D,
H.=6.38X 102G, cos 8 =0.80, sin  =0.60
THBEND, OIS T FOFL 2.76X 108G, HEIXE514G 172D, BHEILLDH Cr A
L DA <S18=0.5 LTt

V7 b AH=1.38X103G
] § H=+257 G
Ly, EREL T D

ROTIHA L EMEZELXRNEEDTT M 514G T/HETED,

fiZ@iX plaquette 1XBES & AT T, Z #iH HRES & #A X 2R CAERERL TW5, 20
KOWENRERITIZ- & D LTV,

FORER TRV, F70IALINE D plaquette DA D HsO O NMR 1372 — FE
— 7 CHET D,

Wiz, OH @ H OB Cr A A DIEARFTHEIC L S NMR A~ R AT DWW T,
plaquette @ 3 D Cr A"/ SARICHLTHREXDLDLARNEDLDORHDH LR
22 LILEBEICS DD, NAXOLOLEARMZDOLDOIXAE L HFRBHERE THSH
5. BEBIHREICRY, £k LTARY bd¥r s 7 b EPLIcEHc oy
%, ftoC. OHDOH LfEET S Cr ALY 2 2@ (Cr KBOZWMER) TH 1A (Cr X
BOBHHEF) Th, . ERORFEO/MHAF LB THLIGHTHEEL LTO
AR MBI 7 PR 0 THLHFRIZZR D,

osT. OH ® H X+ _TTu— RE—JIZFET S, 7r— FE—7 OFEFEIL,
W15kG ThH o, BOFITHI ACVEMICR LTI r— FE—7 O¥EFEEL DI L
BT L b RS TIERVA, OH ONMBEORFE ILG »bi, 7r—FE—7ORTAY
VIS EIEIY A FE—2 O AZ iz plaquette DFA KV ENZ LB TFEIND,
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6.3.4 Rb-NMR SGHDRA~RY ML

KIZ 5.3.2 D 5-34 [ E-SWTHENTT 5 [Appendix2], 7< Te=4K O SGFD A7 b
X2 ¥ fHilspin plaquette) 37> HE LI BERD AT ML L AT UHY iAZ#(spin
folding) DEHE D 227 ML DERHDRIZAR>TVD I EICER LRT TR B, S
iz, H'NMR &R U X 512, B7E LTV 5 Cooperative Magnet fHD A2 bR ER >
TWBZELEZLNAMR, =2 Tid. SGHDARY MLz DWW T spin folding DEZT5
WESNWTEZTHD,

g e — 7 IR R L & 9 1), 0D 2 KREFEET D, v — 7 (@) D H DT E AR A
Ry M OBLMIED S ERERICK 150G 7 FLTWS, E— 27 @IINITHHE LD
plaquette DIED FR ' —2 T, 7 hOKE SITFHEME 118G THE LTV D, v —7 (b)
HA VI IABOR X TWAERICBT 2 Rb 0 ©—27 T, BREAIK 1kG &~
7 RLTWB, ZOE—7 7 MNIFHEE 880G 1TV, 2 DD R — 2 OA{EIEITHY
500G TH B, ZDOIEIX dipole IETH 5,

IEREB R DIMA E— 7 @i E— 7 @IZxET 5 4 BEROBEORBBMONMIL—7 TH
%. 2.1K THHE 5-33 D & 510 5-1kG DALBOMBIZA LT PAOERHDHITT T
BBR. FHAEL 225 TUVARY, ZHEL, spin folding (2 Xk > T 7 b LI E—2 OIZXE
Fed AIEREERI DA — 27 R DRBICRDI L TH D, BRERIOMIE—7 T —
7 O)DTWBENTIT- &Y R,

225 MO AIIERSRITIRIEo X 0 R 58, EERMITIEo &Y LAY, Bk
PO RRZ RV LHD 6.3kG ETHR TS0, NIHEED £=1 O plaquette O
VEB A DB 6kG Lo TWB, —F., A~ MDEBBRIOREITIR AR, /A X
DETNED > TODBH, Fih5-6kG BARY MDD L IR XD, -4.5kG HHTIC
LEENR X B, EBREBAOERIT- &Y LWREIZOMLRVY,

DX 51z, Rb-Crd ® Rb-NMR 2-2% h/LiZ Rb-Crd HEH D H-NMR Atid Cr-¥ ¥ =
#4 O H-NMR & & Hich D EO plaquette & AV ViAZRERIT S plaquette
ko THA SN, AL UITVRALDORAEE R D,

6.4 EEMI (KT, ®NIRRRY FLORER

RN 2K I F 85 & CrUd n¥ A MEFE/T 5, OWAEIE NMR 227 hro
BO Tk NHeCr Py a4 A MUATIEoE D RXR, 22 TiE NHeCr Vr g
RDAARY M BRI U THERT 5.

NHsCr S% 0¥ A DR MMZIEZHD q=0 #iE (OH OR% q=0 #i&E L NHe
DR =0 Hi) BdH 5B, (HO DRD q=0 &L NHJCER2>TW5,) b OHiE
O FIc R 2% LVED 222 kLT free proton DB (R~22 b0l XY EBEERH
TR, EREERTIRART S, BRBHTRAY Y ST AMOY A FE—7 3%k
TWABR, HROT o— FE—7 b T MERERICE I LA THE S D, Z Z TH
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BT 5 OO BIEREE RO 1kG £ THUBARDRS THhD, ZOHRIDREEL
BT, ¥4 FE—2 (FFViAEhiz plaquette) 3L EF, 5L TWRVWEEX LI
D,

HLWRARY M VRS ZHENICH B plaquette 12 X o THEDIL, ZTHETEEL T
X7 AU (plaquette) ICEERAE VRS, bbb, BEBMEICFS L THWLAY
VIRSREE L RE(TICRIIL, ThhRAd T —RBHMABEFEREFEETIZLiCd.
TEREM~DL 7 N 2bx5EE2bN05, fEoT, HLWVRITBEENTHD, 002
HEPO plaquette AR & BE FE T _LAUT, R B OFBRBEMERSY 138G & BT
WCEFIT B, ZORSOBEIIRIE ORI ICBR LRV,

120° HEOE AN LPND ET5L, 90° 1235 Edo T3 plaquette RO AR
ZEURE O TR 2 BN R E LR E LD Z L bH%ED, Ll ERAICEl
LEBSZAE OB ANMBICERALEREICL > ThThh2AELTRLLT, £
ZTEEEND LIFB RIS,

NZHENO plaquette 13 X B 0 ICEEET HZ &2, TOEEULHERD, ALY
i3 plaquette ICBEICAE ¢ 7211 BT plaquette ICEE LRI 2R > TN D ET 2, H1O
DAL VEREZ. XYDEERDES T

sr=(cos ¢, 0, sin ¢)
se=(-cos £/2, ¥ 3 xcos ¢/2, sin ¢)
s#=(-cos £/2, -y 3 xcos £ /2, sin £)
LRED, IV AT YT 4 ThbD, plaquette & s XN ITHENHULB EIFDH L AY
VY DBALART RV
s=(cos ¢ cos g+sin £ sin ¢, 0, sin £ cos ¢-cos £ sin ¢)
s5=(-cos ¢ /2c0s ¢/2+ sin £ sin g, ¥ 3 xcos £/2, sin £ cos ¢+cos ¢ sin &)
s5=(-cos ¢ /2c0os ¢/2+ sin £ sin &, -/ 3 £ cos £ /2, sin ¢ cos ¢+cos ¢ sin ¢)
L3,

WL EAEICEHE LT, By 2 @ TORER, Thbb, Gy)RICERT D, &
7= dipole $% HiHiuha b EL, A5 5 —BEERORFHIIAT LR UERUCE H
DOALE D /FTEIT

, H=Hao(hertha) 6.4
THEXbNID,
NFRBEBRRNE EDFEETz RODHEZEXD &
h=hue+ha=hd1+Csin(2 -2 1+ u)],

halfall ey h=(2a+1-3sin #2sin? @ )sin ¢,

C=[3(1-sin #2sin2 @)/(2a+1-3sin A2sin? a)](1+cot? & /4)12,

tan A =tan B cos a, tan u =2tan ¢
Thb, a, SIXHMS Cr A FVICANI ATH D, RETHOFEHEL ho>0 Thd, &
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BRI BB A AT D &, ¥ 7 M A H=Haoho<O 720, AT MHERER A 7
;5

NHeCrd DAY MR BRBHE . ZOFESIMEDOEE ORI Knight shift (IZETW

30, v7 FOPLEEXBOIXEFET, AN T —ERREEROEDIHHIT D,

A H=- Hy= (<S> Huo
Hup I A E VRS 2 B MEAVWEE XORFIH TH D, ZOHE. <5>/Ssins T
b5, 120° EEOLE 9kG LT5L., BRIEhZYT7 FOFLIT-660G 727035h, sin ¢
=0.073 L 725, DL &, AYVOEXITINSES THD.

T\ 33T 2 BEfE 1L plaquette 23R & BE T ICETIT 5 Z LIC X > T, plaquette i
BE A HREET — A v FBBEBICET (R EUIIRFAT) 1272 % weak-ferromagnetic A
BE T B, FMREMEE— A > M Z OB enhance N5 TH A ), plaquette DEFIB &
BEEERRFE A, S EERERRT NI G TRV,

6.5 FEEHOTLH

6.5.1 REVIFYAH

% 5 # H-NMR <° Rb-NMR DEFRICRENIBBBROY A FE—7i, » ZHmEN
D 120° HETHIFTE P, AEUH VAL (plaquette DEER) (&> THHATE ST
L AB S LTz, Tor~4K T plaquette DTV iAKZIIN T HEAN D plaquette D X} i

(S DFHHETXENE Y D x/2 DEERIC L 235 LAY & Y8R Y O- fOEEDOHSED
BThHD, TIZ, —HITIE,

1) plaquette D3BES & FATICRD
2) 1EDRELNZENHE L THEE L AFHRIRAEICRD

;5&%EVﬁOﬁA(Wmﬁmmyb%ﬂﬁ@$gﬁ%éo:@kwm‘hﬁwzo@
EEEORIC ) 2D E I EE A28 (Z &) O 0 I plaquette ZEHRL T, HONLHAL Y
1 (S) BZEERBORTEENDEOTHREIIKS LICLTRILERDD.

HTE CIX plaquette BMMSTICHT W IAEND K D ITE XA, plaquette oAz Lo
0 AL EREC T, plaquette DRFTHIREFINET S L EZ BN D, TIIEEARIC
KA A SR SG HEBRT B 2 Lic D, 20 FA A V&I THEDFEFOH
\Z spin folding I X T plaquette 233 ko 7z lix BFEEL TV HR L2 D, BEALB W H,
. NMR 227 MUZRBNS SGHOD FA LS VHERZOL dRbDLBEXOND.
5T, CrPvadd MCRHNS SGHRIE hREIANVAE YT TATHD .

RS CHIND q=0 i TiX plaquette XM THENICH Y, AL D 120° #EILE
PR % 10, SMERES I TS EMNIZH o T plaquette DAY VI D IABERET D,
ERRESS H=0 O & &  plaquette iZ 3T ZHEMNICH - T q=0 & DHEHRT DO,
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ZEUAFVIARIC L 2T SG MEEST 2 HHEFET 2 ONEREHEETHTHS S,
Te=2K OBREMEAIEREITN ZOENICE E - TV 5 plaquette (FROTu—RFE—7 %
BT 2) PRBICEBEICREDESICEDEELL ENBZ & TRASHS, #-T, ¢=0
HE L RN BRI 130 DD ENIC $ B plaquette DA BHFE T H, ALV AHZICK
B0 FREEIE A © R ORI B, — BT iABZDBMEDND & plaquette D72 5 [ElHx
Iz ons 6l

6.5.2 Rb-CrJ @ SG 48

Rb-Crd 1 To=4.2K T SG H~OERE B S, SK I 538 SG A b E
Tt 2K TORMEE, A7 Y U AL—7bREVARAT, L RELE FAL ViR
RLTWS, B, Rb-Crd OEBITERE T b ERSHHEIZ SG M7ZT T, =0 BENHREN
WI L ThB, ThbDEENS, Rb-Crd TiX. AV VI VAHLNBREL, MNZTHEANIZ
7% % plaquette 2372 N & EZ BN D,

Rb-Crd TH R LD IALNI RS LB REEXZT RV THREET I & THhIT
H=0 T q=0 BERBENRWES S, 2K KHE COMBMRIEES Lo &Y BMNBRND
LT DENICEET S plaquette DERDIRNZ L & SG HORHEZDIZLD B o7
plaquette DEIERD % ST Toe DMBEMERIBRE PR Z DRVPDLTH D,

2 EUH D ABIIRHMERRE D= H D 106G OAEBBEBOH TH o {TbhTnd, €D
TLIKERE AT Y L AA—FL FC & ZFC TORYLRDOBNE 2> THN D, ZFC D
RELE D 3K L FICBIT 3 HFWRIREEOOFRERIZZ 2 TRV,

6.5.3 Cr-¥ BHYA FIHBITHEMBBEER

NH4Crd HRHEET Te=8K. H-NMR 227 b T Te=6K THRAIDA YV BEE T
B, AZ PUIE flat T SG MBI q=0 HENEL BN D, T=3K, H=1TkG DL &S
I3, 2 B0 =0 #% (OH & NH.® H-NMR) Ao &V Rx 5, —F., SGHOTu—F
s o X 0P, B FE—I BR2 5, BB (H=5k0) (2725 & =0 &
Pci v, SG o r—7ixEhky, 2K LY _EORE CHREBMERSREEO A7 Pl
B & VEI. 2K TIHERSRAE L SROIERHARZ PR D, ThDDRICE
T NH4-Crd 1% Rb-Crd & BRI TH 5,

Tor=(6-8)K TOEEHIE NHeCrd UAORB TIXR LRV, £7o, AV ATYIALD
WIS NHeCrd OBETHS, 0 2 SOEEITHEERSD LELOND,
NH4Crd Tl 2 D ZHE OGN NHEBATEL TV A A, BXHAEDOTHE 3 fio
A A4y N 2Eteh 5 Cr-NHe-Cr DERIES IO O RN H 5, H BB EIFA D
0325 2T BB b  NHe iEERRHBRE O TR T NHa DEEED & £ o7z & & D NHy
DIFEAED BT Cr-NHy-Cr BAREICTARICR D, Teo® q=0 BE~OHEBILZ O
ENHEEACE > TOARRATEENTESLBbhS, RERL, ZOMEBIX
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NH4-Crd ORICTEIEL, D Crd TIFEZ 52V HTH D, HEBIL 3 KT LY,
Tc=8K ZAREEBIEE L LT, mHEORBREEIERERE

2JnS(5+1)=8K (6.5)
NHHEET B L. IFFLOTK, JMFE0.20 12725,

Z OBERMEEERIZ) ZOEICEEHHOBVBEKRESME L 2o T, plaquette DA>TH
ENOEIE Y O /2 OEEEZ B X plaquette 2 ZHOEMNIZE| E EDRAE T VIAREN
2%, SGHOIHNIL F AL VHEZMEBE L, EXT Y VAN IINERLDITRD,

NH4-Crd OBBHER ALY ML 3 EDE—27MHERY ., V7 POKE I bR IR
EAIZH D E— 27 Cr RIBORWEESD OHIZ L 5 Z ERohd, FHIOE— 7 i3E#KS
fis 7 PLTWAMR, o Crd iIZiZR bRV S, NHiO HIZEDZbDTHD, £9
4%k, NHs® HIZERSBMIZ 7 FLTEY, A0 7—EEHMEHREERIEVTVD
ZERRLTWS, ZHiE Cr A 7 OBFN NHy OMEETHETNDHZ L2RL,
Cr-NHsCr OERIFEER OB 2B THD, £z, NHeCrd D Top TD =0 #iE~D
B S EREEERIC Lo TR TV &3 545, Mo T REDOEMEEEMN
FREBEREILTWA EEXAAREMELHTL 5051

ERMEEANETEZ DN D DX 2HDOBA 4 0 2 &t CrHsO-Cr HE/FATH A
5, BRHOWENDHE 2IE, CrNHyCr OFREAITE, TR~ L 52, D-NMR A
~7 M VOREFTIZFIV Cr-DsO-Cr S D FREMEZ R L TW5, LA L, HsO i NHq &
o TEHREFRBI TRV S, IKIRT HsO OEEENRIEE o7& &0 H OHFIC L > T
CrHsO-Cr DEEIFEEZHTD. HEIVIIEETHAREENH D LEDN TN D,

Rb @ 4 EMFE/ER O [Appendix 12 L, Cr A AV 2 RRET VL LICHE,
CrA 4> O Rb DHEIZHL 2 ESAROFEMEITERIE L R MTHEL TR, Fz,
Rb-Crd @ Rb-NMR i Rb ®R.5 %4 Ft'—27 3 <. Rb @ LT T plaquette DEHED
BN L AR LTV, CrRb-Cr OEMFGAIIFAE LRV, FELTHBD T/hane
EZ1bhD, |

K-Crd(Kyoto) i IERES T q=0 HENEN D, K-Crd(Kyoto) K Tidi ZHEAN D
plaquette %48 Rb-Crd X ¥ %\, Cr-K-Cr OfEAM Cr-Rb-Cr LRBE LT H L, ¢=0 1
EERENLT D0 CrHsO-Cr #EDOTREMNBHTL 5, LML, EBEOFT CrNHyCr
AL D Z L IXHARETR,

6.5.4 Na-CrJ D FE#E

Na-CrJd ® H-NMR iZ Tcs=0.1K IC B » T THOMNR A UV E/EBB L, JOXR
DEIEEE 0.03K THREHDAL Y BRERPLEERHELTVDH LV IMO Crvy
oA TR RRVIRSEVETRT

Na-Crd OERMEA H-NMR A7 b i, BB RITEE D55V IEXFR/L single line T
5B, o T, Cr RENREWNWZ L L HIORH0 2ZBICETL I L ARLTN D, LML,
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o Cr-T% n¥ A k& MFEENRT Cr KENREVO TRV, Cr HHE 90%H[E TH %
BURLE DEVNR S BB ER, AV VERICE LT Cr RBRICERFHEOL I 8bD
NEENRTRIE, Na-Crd DBEREICIIMORRZERTILERH D,

Na-Crd DERREMIMD Cr-Px nd A FERLTHE 25, Na OXBEL HOHNZ LD
B b FRE L BbILAM, Thbo TWAHRIELEHTE 5, Na X0 bAoA F RO/
X Li % LBBA A 295 Li-Crd 0ARbRA LIS, XBEHTIZE D & Cridnd
DT EE LTV TS, Li iR PIFE LRV RSN, HIZ, Rb LY bKRE
72 Cs % 1{lifBA 4> &35 Cs-Crd DERBAALNED, FROBERTHoT, DT
Lik. CrPva¥ A MOl LA Ay & LTAV BB A A FRIZH Dl S 7 #Ep
BEET S LERLTVS, Hic, Zhdd, NaCrd iXfF&Sh 54 A EEOR/MEC
FEWOT, Na REBKEL, ZOBHBIZOVWTERTILERDH D,

NatdA A3 4% 1.16 A, K+HE 1.52A, Rb+iE KHTiE< | Cetid L.69A TH %, HsO,

HeO Bt 4 Xt K+& FRE Th b, £7-. Ripmeester ZiL 1 il A DRIRI
xt L CRO AR 2 Faf L TV 5171,
O (H30)R3(S0492(0H)s
an (H20)R3(S04)2(0H)5(H20)
11D  [ORs(S092(0H)5(H20)
R L SMlEEA A T, bbh®FE Cr Thb, NarDF A XHD 1 fffiffA A ik~
ChENZ EEEZDE, JTIDOFTREE, Thbb, NatORERED GNRVEIEDL T
—ZABMBD Cr-Tr aHA FOBE LY bERICEZVBHZ L THD, BT, HiO OEM
REZ LV, L, CrJv ¥ FORELERHIC, NHeCrd TROND & 5T 18
LAV ENTHEEEEERNEEREEZE L, CrHO-Cr BEOREIZRITLIN
1. HsO OBHBARNT LiE Na-Crd DRV HEEEHT, BREEL2ELJETIED
ZEiIRBIEAD,

Na-CrJ O EREMEH H-NMR 13 K-CrJ(Wien) & £ ERBMI L — 7 258 < . £ED H20
ARG E LTS, MREHEC A UV EBREMEN 2B LD D LRREO H0
NRAE LV HEREEHT TV aEELEZOND, H0 DABMBITD > TRV, T
VHEMTSH LT Cr A A v % e O DENEEOKFMERZR LIZY . Bk OB EBEAE
ﬁ@pmh%mﬁbf\zEVﬁ%ﬁE%M%Tﬁé:&%%DﬁéoNw&ﬂ@J@ﬁﬁ
BORB L D /RSWI LI EBREH Y EHTHHMN, H:0 2% B K-CrJ(Wien)
DI PPEL BN L LIEa VAT NTIRRY,

Pl O FTREHE T b HERI D % 72, BIFEORT, Na-Crd (38 XU K-CrJ(Wien))
OBFEFRERENERIEOEBIIHEA I THRY,

6.5.5 BB THREBETEIVYr—TE—Y
H-NMR OBz $ DY v —F 7 (BRI E 5 L KBNS 2o TITK AR 14K
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Tb~U-5)%DWETHEE L. TR TORE CHMREII—EECBETEETH D,

Tovr—sDREAE LT,

(1) FEBIZLDbDTHSD
(2) Cr REBEFOBHR SN H0 © HXUZ, HeO*DO—HA3 K L7 Cr DL
BIZAVRAAELOTHD
(3) CPHEMERELTWV?
(4) BEERETIC 120° HECEE L o7 Cr AV VEEBRZ OE E
LizbDOTHSD
REBEZLND,

REH OB X BMEF CE—HTH B Z &, BERETHRFE 0 T line B
100G 5 &\ ) EFERT-FDITE LV,

Ho0 % HsO*23/k48 Cr DALBIC AT 120° BE TIAXIFROMEICH D Cr DAY
UHHEEFICRANOLBERIZ0ICRBEDT, ZOREEL/NIV,

CPWﬁﬁﬁifﬁﬁ\%ﬁbfwékfékﬁ%%woL#L\CwaﬁéﬁSGﬁ
R q=0 HELORELTEY ., TS1AK TES RV LIREE LBV,

BA%1T Cr A A L S EHERHC 120° BIEICER L2V EIED 45% THH I LiTtud Y
B35, TOEEORETHEEL T, —BOBERERBEERTIE, ThoXHETS H
DAY ML ¥ —FE— 7 OB EFRERAT S,

WFHIZ LT HEOFRIZS OFAHATSH 5,

[56%E ZEICH
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FIE BAEU-HBFEN

AR A €L B FERIIRHE R E L OED RFIED® L EIZ L5006, ALV T
SRR T IEAELOLEXREERL TS, 5T, ACLOBRIHEED &, BEK
A REEIC (L ThiERY) 5, ZOETE, CrdyudA ho TrIORER
RizoWTHR~R D,

1.1 BRE-EFRMEE T, ORE

7.1.1 Bien EEHR

POV AIETIEBRA I of 7V A TRUE R BTHRRE 55 L, 2 OEHE iR Ma0) Ma(®)
BRIET B, 2 D L 5 0 A E L RIMER O L XTI B BICRMENE D 25,
EIE I < ShDEEEROBEREDRICR S, DL, NMR A2 MVOBHRIED
STNT tf 7OV APEFT OB ZALZ MADO—EBTH D & &iiE, EE RO AT
MALBDHRBBIN D,

K-CRJ OEEHOEE GO —F %K 71 1R, 0 sRITEEOE s & BVK
HOBRADEIAZ>TND, EEOBVESITIT-> &Y LIEEEKT, ZOBSIH
AR OEEBBRTH D, EORSITHR > T THE—DOREREERICEXDZ L 2
TERY, AR MVEEKE vy —FE—2 (CPH) DRBOFETHDHNEMLOKRE S2
BRNRY MR L EZ DD, T T, BUESDOHEBEHROBEMELZE WV,

BRMEROBRRTIE AR PO EOME T/ NVAEERE - 2R MRS, CrY
v ah A POERMATRLZ ML 2 @O —2 (NHeCrd iX31H) OE—27 55 50,
JERFR7R single line Th 5, BIEIE SN 2B BHI LTV RS MV OERFT T > T
%. K-Crd DBEIHERER ' —2 (Cr KEDOZ2VMEF D OH) . Na-Crd OHEITIEXIH
AT MDY —7 (free proton DALEIZIL K Cr RIEAEBL TV H20). NHeCrd
DB AT PADFRTH>TOENOHRTT S H OV A S 2B T2, HRktE
O TrRREEIES DI LD 2EBIC L5, (Na-Crd @ T3 K-Crd D 55 TH
%,) fEoT, REHZ LD THOBENVIRNTOLDTH S,
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KCr (OH)  (S0,),
263.101 MHz
.59 K

S

§01 ]
/ oo © ]
o J
O |
- O -

\O

0_01 1 1 2 | A ] X 1 \ L O 1

Delay Time (msec)

7-1 BbEEHS% KC-Crd H-NMR £263.1MHz 1.59K
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7.1.2 BRE - BFEMNEOREKRFE

A TR Ty OREE{E WL 250 of BB UTRIE Lz, B 7.2~
7.6 B RBHIOWTHRIE LB RE (Tr) OREEETRT, K-Crd(Kyoto)( 7.2)
CROND L 5 Tr! OREEEEY (£21MHz~263MHz) XK & < 2232 7o O TREGK
O REHRREIX TR o, K-Crd (Kyoto) LAAD Tr ORIEL £A75MHz TIT
oty BERHORAEIITr— FE—2CdT 500 THD, (Fu—Fe—r ¥ FE—
7O TriDENIIKRETTR~N5,)

1) K-Crd

[ 7.2 12 K-Crd(Kyoto) D Tr! DIRERFMETH D, =21, 75, 263MHz TORERRZ
Zuy b LThd, BREMER (T7>30K) TIHRE LT CEDT 58, IFFE—ET
3%, 30K>T>5K @ CP T, WICIRENKT &z TridfAL, 120° HEEDOFRE
LAV LEDBAER LTS, Triik 5K THRAL2Y, Tor-4K THIEH - T,
TR E L HiICAICHT 5, Tr! OB 0.06K TH LRV TW D,

2) Rb-Crd

Rb-Crd @ TrlDEEEEN (K7.3) 12 K-Crd (Kyoto) *IZIER L THSDA, T~30K
DB/ T=4K TOHNEN Y BRHABTH D,

3) NH4Crd

NH.-Crd OEEEEFEHBROR (K 7.4) 1% K-CrdKyoto) & K LTWDH A, T~30K T
DR, T=8K TOMK & a2zt v 33 K-CrJ(Kyoto) L W AR TH 5, T<2ZKTD
E R RTE TR AT X 5 IS HIE DR ASH LB L7 B e fRic el D o7z T L &
HEBECLDIbDLEEZLND,

Rb-Crd. K-Crd(Kyoto). NHs-Crd & Tr! DREKRFMLZL~5 L, NMR W“BITSH SG
A& q=0 HEXEDIEIARMRE BN H D Z L BB, ¢=0 il (REERERRF) 233 <,
SG 8 (EEERERRFE) H389\VVR, RERIFHEOREAHA SN TN D,

4) Na-Crd

Na-Crd ® Tr! (B 7.5) iXEMHERTIE, BEAYELEVWE Y ICBEDbhD, T~10K
P BB T L, 7~(0.1-0.2)K 7> 5 AR A2 0 BERFEIMMOREHI I TR S,
IORE L& T, SERTERHICEL LTS, 02<T<10K O CP IS
F2LEZIBND, DL D7 Na-Crd @ Tr! OREERT-HIC, K 7-6 iZi% Na-Crd,
K-Crd(Kyoto)» Tr1#ENRTRLT,
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B OIREREMNE
KCr, (OH) . (SO,),

10000 ——

1000 ——

Tl—l (S—1>

A 263MHz
v 2]MHz

100 |

el |
Y ek .
L
=

10 L i i A RN
1 10 100

Temperature (K)

B 7- 2 K-Crd(Kyoto) H-NMR #&fns DR B FF ik

104




BN OIRE K1
RbCr 5 (OH) 4 (S0,) 5
05 IH  75.7 Mz
104 . _
TUJ ¢ ® '.o o &
T 103/ _
— :
102 ° _
o
101 e R
1 10 100
Temperature (K)

7- 3 Rb-Crd H-NMR #ZfnR iR EKRFE
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T T T T

(N ] ..,.»c.:r

NH,~Cr jJ DREFAZR D IR AR AT IE

1000 -

1/T, (s™

100 -

1 10 100
Temperature (K)

[ 7- 4 NHs-Crd H-NMR #EF1R OB HKFHE
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NaCr—jarosite

1000 D -
®

100

&

3 103 ]
T N ® ]
- i ® ]
14 @ .
o . -
1 e |
0.1 .
l@ ]

0.1 1 10 100

Temperature (K)

7- 5 Na-Crd H-NMR @R OB EEKFE
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10000

T}'l (s

%Sé

[ ]

¢D O CDC)()

~ O

NaCr-jarosite

KCr—jarosite

1000 ;
100 ;
0.1 ;

0.01 ;

1E-3 :

0.01

0.1 1

Temperature (K)

X 7- 6 EMROBEEREMEO L
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7.1.3 EHEROBES OEME

RO o— R —27 ¥ A FE—7 OBMBOREREFEELTTER 7.7 OLIIC
i3, 2 ODRS DEMEIIF CREKFEEEZRTZ BRI 5HD, 7u— FE—7 Off
FIEEY A FE—27 D 2% (R HHEMERIT 12 ) T, JORBBEETLER
W, Ez, BBHI b X bRV,

ERIE THNS q=0 BEDEMEORELRAL, Lol K-Crd R Rb-Crd DL T
SG HAER LR RBCIE q=0 N O DEFHFH L tOBMENL B L TRAIETHZ &
IR o T,

NH4-Crd DESIE 2 >0 q=0 #EDFH & SGHPBER DD T, BESHE Tr!1ORYH
i K-Crd @ % 5 Ic BT, T< Tes~2K TIIMBEMER 225 D AT BV ERNT
BT, BURE HTh T>Tos & T<Tes TIRHBRINE D FREMDR H D, T<Tes T
RO Trcl D o T3 EFhid, 2KUTTO T ORI BVIEETE S,

BRMEORERFE  (K-Cr))

10000 , — _ 10000
v
e
v
1000 ¥ 1 1000
v . ]
:\ ................
I(/) v A
T
= v A
100 100
—
A
10 ; 10
1 2 4

Temperature (K)

7-7 K-Crd(Kyoto) f=75MHz 7o — Ftv'—27 L ¥4 F'—7 DOBEMROBEKRGFHE
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1.2 BREU-BTFEM

1.2.1 BRAE - BFENORE

Cr-Pvyua¥A FOPOEBERFOEAY Y (H,D, Rb%E) iXCr A AL DIEDLZRNE
FHEOPIZH> T, ZORFTEDODH XD Larmor RENMEKICMAY T 5 AT MRS L
STAE UV BFEMT B, BACIHLTIE Cr OBTFAEURPBROKRBEZT D,
Cr DEFAC U IIRERE L OMEER (L SFHE) 8L TEAE TR &5 < couple L
TWTC, BT L OMICBTEEZ k> TV D,

1.2.2 HHEHROZAR E R
HRAEH T Cr A C VIS 5V TV BN G, R B TR RSB MME R
fER 2 RE T,

1. 217y |4y
k

T | (S [0S (°)>e_im"1df | 7.1)
1

DRICET D, A SBSHEEERANIAV =T v TiHEOBAE L kFEHOD Cr X

vrEEL IS EORKTHD, TV EBEAVD L

_1_ ~ -2 O+
=2 ;'Aq

on—0, q=0 (RER) BFEo L&, (7.1), (1.2

“[(sz()s?, (o))e_m”'dt (7.2)

1. const-T- yx, (7.3)
L

LELILBTED, 2ol dfRHERTH D, ZORTHEIEALITH > T, Curie DIEH|
DRSNS HEBETRIL L, 2o TI7E5 0 TrHdRECKFE T, —EIZR2, (71.2) 26
RAiE, REUHEBEORESRVEREK CIHIREIC L > TARY MVEESEELZY
o TriZ—EDHEICEE D,

ERELRERMENO Triik, BRER (7>100K) TIE—ET, Cr AV BMMIZY D
WTWBZEERLTWS, UL, REDET & EEMMBENREL T Tr! i3kd
15,
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7.2.3 Cooperative Paramagnet (CP) #8®M X £ L #&%1
30K> T> Te (K. Rb-Crd Tik Te=Tor~4K, NHsCrd TiX Te=Tcor~8K) DFIRTIE
120° #E#ED plaquette DL L ZDW S XM Tr1OBREEEIXET D, T~30K Tidt
INeTrotr TrTBEOETLHKICER L, P~Te TRRCRS, T~TeMEDREZE(L
s
Trioc |Te—T|7p (7.4

_[0.45  (Rb-Crd)
P=lo54 (NH,-Crd)

Tkgashd, EL, 22527 plI@% O critical exponent {ZxHi&T 2% b DT/
W, (7.4) X plaquette DFEEZERL TV 5,

1.2.4 EHEROREVEM

BEMET UCEENIEE D (To~8K, Ter~4K) L. HAEED Tl plaquette DIEIER
W5 ERINE DD TRMR Tr! DETHHEE D, ZORHIZ Tr! OB BRI AR
ETHNEA S, NMR 22 kLT, plaquette DBEFEERD X SGAHR q=0 HiED 7 1
— N —212, BFET5 CPHRSITP ROV ¥ —Fae’—27 & LTEND,

T< TcDREEFEE

Trloc T

bt SRR

_[4220.3 (K,Rb-CrJDH&E
~18.7£0.1 (NH, -CrJDBA

TH %2 b5h5, K-Crd 2 Rb-Crd it SGHNETH 5, NHeCrd 13 q=0 EX ETH D,
n OEDENE 2 HICRT 2HEEHOBVERRTHHDTHS I,

2 EHEHROMEATL T Tric T8 ThHD, o> T, LOBRERFEIIDLITRT
W3, BEEIEITO magnon O 8% AV = 2magnon 3D T

2, 2 5 x

i) (ex -1

TE2BNRB), 2212 ve vl BT RFROBKEGL, X7 T2 7 B8 kITHRV
v ER,. Gyl dipole-dipole FHEMERDRMEMRTERTT I NV THD, Eiz,
To=h wulk, Teh wdk, wm ol magnon ® cut-off IRENETH D, 7 wold magnon O
Pozir¥F—F— REOEFE— FOBOZINE—FX ¥ v 7&K, x=TdT, xo=Tul T
Thd,

Ty, Tw %735 A—H—% LT NHsCrd OEBRBERIZT A v T 47T L, 7-8
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DEINTIRD, W"TA—F—%
T~=1.5K, T.=22K
L35 L, HERRIIEROBERERL BT 5,
Cryyu¥A FORAE U EERIL Appendix 4 IR HNTW5D, HKEEMEEIEMZ
BATBENTA—F—DEPWAHOT, MEOLDICEBEREERDOADOSEE %S
AT+a&, =2 RXLFXF—F v v 73,

4, =4837 {E(1 + cos’6) Dsin’6}

4; = 28./6J,(D + E)cos20

01X Cr A AV ZHDENTEONITHENHOEE AT §=20° ThH 5D,
—RIZ|DI> | Bl THDHEEZLTIVND, LBy y 7OEEANVD L,
D=-34%X102K (DO Dk %)
D=1.0x102K (D>0 D &%)
Linb, BEETIALX—1E, ¥—~vrzRuF— (~2K) IZH_TEDDDE,
7T, plaquette DEEEZIHITFRVWEZEZTIWVWTHA I,

NH4Cr3(OH)6(SO4)2
BROBEKRFE
To=1.5K, Tn=22K
104 c —
103 £ 3
= g
\(/)/ -
~10%E 3
[ E 3
g F
101 E E
100 : ool ! 1
1 10 100

Temperature ( K )

K 7-8 NHsCrd HNMR SEfEOBEEKRFHEOERER L HERE

112




7.2.5 Na-CrJ OBBFR E #RH

Na-Crd OFREHEITBRICR R L 512, o CrPyudA FE2GED,

Tr R X & R OEREMEEIRD B T~ 10K MHE T Tric 099> TELT HHEIRIC
AD . ZOERM 0.1~0.2K F T <, Trich/MNIR bRV, Z DT CP DR
e Bbns, Blidito x ) LAV, Na-Crd @ plaquette DFEZEIZWP > Y LTWT,
BEERMEN D TW & X ORI E < 22 251425 plaquette DFER LEY CP #23 5K
<T<30K iEH B Cr-Pryud A FOBELE) REKFELZEXDSZDTHS I,

T<(0.1~0.2)K CIHEE DK T & iz Tr1id8EIcmd 35, L L, Tric 241X K-Crd
R NHeCrd IZHARTRRP oL Y LEEER LTS, NMR A7 MV DBFHDE
238, THOBREELIZL-o Lo ) LTVTHRVWE I ICEbNID, Zhid, BED
EEHBROPEEATDT 4 v T 4V TBERKEL, BOFTT 4 v T 47 LTVDHN
5. BEMD THE2RTWAEEDTHD, 20X 5 RBEKRFEENDR LS T=0.03K &
CIEET %, L L. Na-Crd CIIEEEETHIZL A LOERM CPHEIZHY, HVOKE
RAE L ERRE LEET D,

[55 7 &5 5 3]

1 S. Maegawa, Phys. Rev. B51, 15979 (1995).
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E£8E

g=

2

COWRIE., BAFEHT S A P L—a VROBEREBOIREMRFZ/HONE I 0E
B OMICT B0, BEMICITRLBEMARTIRA ML —arReEZBZONDINITORE
F Heisenberg K HRREMER ACrs(S09)2(0H)6(A=K,Na,Rb,NHo) DIKIRIZ 51T D HEtEAIIRE
VW& NMR % AW T80 TERIIZHR~ T,

8.1 Cr-UxOYA FOEKKEREDRS
CrovudA FOERBERZELDDH L, BRIMHEICR 81 DL 5 RINBHLT L
imft <,
Rb K(Kyoto) NH4 Na K(Wien)
PM lower equal triplet higher higher
Weiss BB —51K —49K —52K —39K —52K
(4)
U eff 3.7un 36«8 36uB 3.6uB 36uB
J 5.1K 49K 5.2K 3.9K 5.2K
Tco no no 8K(q=0) No No
Tc: 4K 4K 4K No No
SG SG, g=0 =0
Tez no 2K >2K(FM) No No
Tes no no no 0.1K(FM)
q= no yes yes no no
SG strong strong weak weak weak
x L L S S S
Teibreak) Teibreak) Tedkbreak) 3K(cont) 4K(cont)
Cr HEH 91% 87% 87% 85% 85%
histeresis L L S S S
Trt Tci(break) Tci(break) Tco(break) 0.2K(cont) 4K(cont)

#81 CryyuyA hOBIHEE




Cr-¥ % u¥A M Ui 4 ORIBEE HeO* TEBLT 2 7= H#K 20%D HsO-Crd 25
TS, D 1A AN &k - TRTZ &0t 5, PMIZEBHEE R~ ML ORRT THES
72— % lower(IKR&EAN) 12 higher(BREBZENIZ L o TR T, triplet id NHa-Crd D
AT, A2 b lower, higher D 2 2D —271Z NHa® H D — 27 33 lido o723 2D
E—I NHROTWABZ L ERT, JIIRBHEERADORE S TH D, Teo Tey, Tez, Testhd
ERICEN 2 —EOFGIRE T RBHEICBHEER & NMR A7 PV ORERRD HHE S
NABRERECE (FRELRVESIE no LT5,) LEHEVREFEZRY, =0 X g=0
g, SGIAY V7T AW, FM IZBEMER2ETSH D, )

ZIXEEREICB T ARMEEOKR X S (L:large, S :small) & EFEREOSH ED Y ORRF

(break @ FEf#EH), cont © HEH) %Y, hysterisisiTb ATV ADKREETHD,
Tri I T A BB ROBEEFEICAMAR TSR X DIRE L £ D% F(break
P23 v, cont : OB ERT,

F3°. Na-Crd OFERNITARVEREIEE Ters0.1K BSBIZA K 23, thD R THRFID—FHD
R H DT LN D, NHaCrd ix Term8K ZFF DRV EEITH 5,

RKHEE ORFNTERHMEFE NMR 222 kL& yhysterisis 2> Rb, K, NHy, Na-Crd
DONEIZ A TN D, FHREMFR ALY ML OBETIIE 5 BIZR~7 X512 Cr RIBEEZKE S
KELTW3, LaL, KEBZEDOEX Rb-Crd 2% LT Na-Crd TH~6%LHEESI.,
BIZRE L RB T EIEARY, Bt 2 ORBEICABOBIHME ZBRICE X DT
ENGETARRERD D, £, Crivya¥A FOBEITIE, A ATV OREIICAD
Hs01Z & % Cr-HsO-Cr OERHE S O EMRPRRICE 2 H:0 OBRNERLZREBEK
WL TWAARE b FET 5.

Cryvu¥A ME Fe-Pyu¥A b XY BRBHEIERMNNSNIE, 5582 TETW
HERKENWZ LREND, INERBEINKEREBEEXDILBFRTH D,

Cr-P¥ B ¥4 MEAMOBRKHIRERMIT, —ISAFROEMER (1 i1 242) IKd&o
TRENDMB, BRENZRABO Cr 2 1EHA 4 OXEE, ZOBROREEKRTD
Mo, ARz LS RERE 52T MIEMTRY, ZOJEMITE OFTERRRL b
DTH D,
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8.2

CHETOCr-CryAYAS FORBREDHE

ThETIAbNE KCr Uy a¥ A METRBENDEREZR82ITELHTRL,

waIn—7 Lee et al. Inami et al.
Fov K-CrJ[D] K-CrJ[H] K-CrJ[D]
Cr §HFE 100% 75+5%({kF) | 95 5%(FHET)
90% (b %) 86+ 1% (BE{LR)
EEBRITIE BRI E SRR TE
Hh - RGEL b BGEL
Ow -54+2K -49K
Tc 1.55K <1.55K 4.0K
AR q=0 K& q=0 HEE
B4 5 VT 4 —FE)
K eff (1.1+03 un 1.98 4 B
yekisl i Zizled 3.6K 1Fi
4.1A
REEHEARE =1000A
W& 0.1K 77#%

#8 2 CrPvyu¥da MBETAINETCOERER

INLOMEORER LB LT, AFEORREELDDHLRDOLIITRD,

1.
2.
3.

Cr 5B Hi3~90% T Lee D EGFREHIIV,

Owii Lee HDIEIZIEV,

Te=aK, Tem=2K 28R LT, TemdKiE, 55 A, Inami et al. &5 LIZRER
LRILTH DM, Lee LD 1.55K &G bRV,

RS BEREFE B ~ 30K F THET B, SK<T<30K Tid 120° #:EDRIE
MRS RET B, FEREMEREE Cr-Cr BIIEHERE (Lee £D%HE1E Cr-Cr MIEERE
D 2 ERE) ThD,

NMR (2 & T T<4K THR S B R IBITERES (<6kG) T q=0 HiEH
BN 5 SGIRIEER U CP RBEEL £E LTV 5, EREE (Z9kG) Tid CPRmEL
SGIRIENET B4, =0 HEITENRV, PHBHEBIZ XD ¢=0 #EOMMH])
NMR A7 hiE 14K 535 0.03K £ TEDb LRV, SG il DIRIE~1kG T—
ETHY. OoEOFEEETT, HoT, WHEIX 0.03K THEMLTWVDLE
2B BETAYY— 7= CPHERLTWD LT HiE CPAE2% 0.03K
TH SGRLEFELTVWDZ LIZRD,
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7. <u> pgix<1/2 T Lee ZORERITEVD, HETIHMEREEIE>TVWDIOL
AN

8.3 F&®H

TS5 A R —a VROEEREBAEEBRTF ZFON LD NN FHCERTH
RIEWEEChH D, KBTI A FL—1a VRIZOWVTIREL O & EROFRL
HY, EEFEBICELTE 720K ETHLVWD S XEZHOALVIRERE, AL 7T
REE~OWHKE, BB & Ok 2 RAEEMENT SN TE 2, 5 THEF RGBS
BB R SR S A FL—Ta VR THY ., BYVA I A 3 ARRLOREI &K
LIEVVETFThH D, Fe PxudhA RO Cr Pryuya b EEEh2{bE®m UEFEX
AMs(OH)s (SO9)z (A 1 1 DA A . M ik Fe3+E fzi Cr3)lidn> ZH#&F Heisenberg
RBRAERTH D, BtEA A0 3 flidgkA 4> (Fedt, S=5/2) DFE. 1 i1 A H
HsO+ TRWEA IR EMRARE (=0 #8), HO*DFEITA LV 7 T ARBICHE Y
BT EMNRENTVWS, LrL, X0EAHNRALY 320 CesHba (BT, Crvxn
YA b LA A A ERBETZEEIEACrd 2EL) KOV K-Crd (BT 5 E» 72
EER LRV LRI, FROIFHEICFE L TREBOEREHET L&D LTV,

AT Cr v ud A FOERIZBIT A A VIREBEZERNICHONICT S L2 HN
L LTHbhiz, 5 mEOLESMW(A=K Na,Rb,NHs L T} KCrs(OD)s(SO92) = FIE L. %
NoORALHIE. 7V AEREBNMRIEIC X5 NMR 227 b, BFA BTk
FROPEEBLT Cr Pryo¥4 hOREANRIRECEBE L, EROBE@MHIIT
0.03-300K. R&pEHIE 1.5-62kG ThHDH, ERIERZMTL T Cr Py n¥ A MROMER
BOSEBEROMITE LN TERL, TRRER, FEMAEND A E U HRICRE S
BEHARCT Cr*RBORVWELR2RNTHOHF TALE U RIiE CP M (Cooperative
Paramagnet #8) ZFESMREBICARD Z &, A ERER L L TERVSHERE O F Tt q=0
B EIRIB L AV 7T AREBAHET DR, BMYVINBBEEOP TIIA Y L 77 AR
BOBBEETHIE, AVVTFRARBIIAECTHVRAARIZES bR P INVAE T
SATHDHIEFRMLET LI B, LB A DR D{ILEMOBTRREOLE D 5
i, 1A A %238 L COmEBEMEEERORREEN R SN D,

1. Cooperative Paramagnet A

B RBEORKRITERN S 30K F TOEVEEFRK CHRRRBOERICL S —8T D,
EERT— & OBREB~DT 4 v 7 4 > T ho, RERIEHREIEAER S~6K, Weiss IRE
—50K, Cr8'ERE—A > b 3.6 u BB LN, BRE— AV FOED D Cr* KIARIT 10%
WA EHEE SR, BIROBT NMR (H-NMR) A7 U2 KO —7 o8 L TV
%, EBETFEREO D-NMR 2 AV TEBSHUOE— 2 BEERNIHD/RFICET S HIC
IBLDTHRIZEERELMNILE, ZOE—7I=R»D 30K ETIHREDET L LD
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CABREBRIC S 7 25, 30K BIF. R UL EHEAEL FOBEES CIEy 7 F AR
KR L., AEICHIENIEN D, BFOAL VK- BMRIIFE CIREFR CREDRT L &
HIZKEL BRoTWD, TNHIIELENTOBFITRIT 2 KBHBHEMZ2ME, RS
LOLEDREETLTND, 7 FOKRE SIBERICHAIT D00, BERDHITHRK
FORLRERMCBIE CHEONERB OV 7 LR L oBET 5 Z L 23 KR,

ZORRIT, BERNITOKRFAL RN 30K THEBMEMAD LI LWBIZAD Z L 2R
LTWB, AL VHBHOEAEER 1200 BETHDIZLEBETD L. HTLVRIBITA
v’ 3 faf(plaquette) N TA LD 120° #EENFEE L DD, plaquette NDT7 T A L—
v a vl plaquette DHEDT U F LRDLERZLIDMLNVAL UV DLEERMES 1 O
Cooperative Paramagnet(CP)REETH 5, #&-F DB FHIX TR A B T BEICE MR EIE
RS2 E CP 4813 T=0K £ CEft L. #iEe/20 Z ok 7 s O IR RIT A &
VBRI DI BIEA D LTFRTE S,

2. AT R

K-Crd, Rb-Crd RB TIT 4K fHETA L VRN IAE D, AV HREIL 14K FTHE |
ZNELATF DR T NMR 2227 MBI LRV, BREEDORRT huid, ERESGKG 2L
T)Tit, BEMRRFR (=04, ALV 7T AWM, B, RIBOHOER ST
WRWHOEFE TR L, LA L, EEEGKG L) TIiX ¢=0 #&EITERAR, &b
B R 7S5 ZHRMED AR R AT HOWTHENT LT, ZOFIX plaquette DTV IAH
(spin folding)Z# {5 FARECHNVAL L /IR THH I LERH L, PR A
vy 75 AMOEEIXZDERICEL > THD TEENICHEID b,

NH4-Crd TIIA L EREN 8K TR Y, H-o, BREE THEEME L L TIIRERMERF
REE (q=0 #1E) LB ARWV (R 7T 2w T/ha<, BT, Na-Crd
TRV HEEIMLOREL L BizoTWVW5, AV HRKIEREIL 0.1K T, HEREBIZA Y
FZOB—EICROND, EROBZEKIEED 0.03K TH H-NMR A7 hUERMT ERR
X EL B < single line THY, A URDIAEDEL T LW b EHBTEFE L TV
B LERY, BRAAIIMORIROND =0 BETH AL 77 ZABTHR,

3. mEMEIER OFEEN:

A HAEIREILX NHe-Crd OBRBRODITTEL . B2, (=0 BEDHNBTHND, Th
it 2 ONTHEDOBICHBBA AL OBEVCERT S EEX N5, HITHEEICHE
B3RV Cr- NHa-Cr A28 5 &, BEREIE K 20 . mWBEBOH TYH plaquette
EOITOENICEEL T q=0 BEDOREMBKFHEEZIED LR TEDLLES I, —RIT, 1
A A %8 L COEMBEEERANE X b, K-Crd 2 Rb-Crd OEMHEEEMIX
NH4Crd & 05V DT, BEEEMMEL | spin folding BRI D FWNWZ &b, S HIT,
Cr-Rb-Cr #&2 CrK-Cr X v LBV L ThiE, K-Crd & Rb-Crd ORI THLH S iz
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HRBENO/NIREBEBNETRTHATHENTE D, fRTHZEDOTELCr Py y
A MEEHDOH T Na-Crd 13 b/ &4 1 fliad AL ¥ BEE2 O DT, Na REEIIMMDIE
EMEVBRENEZZBND, Na-Crd OFREICEIT 2HBRRBEEVIZIZ O X 5 2EFIC
BERTHLDOTHAI,

INoDZeEhd, CePyudA bO2KONITHEORICIT 1l A A 2ELTD
HEEBEERABTFEL, TUBRA U ERHBICKEREEL R > TW DRI TR END,
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Appendix 1 Rb OMESBHE{EMA

1. MEBHEEER

B AROKRE SEELERBENR > TVEND, BF L REFZOHEHMEER
NI =T UM
H=§ o @WV(@dr
DEIEL LB TEBI, 0 WREFHEOEHR LM, VOIIETFTOELHFERT v
¥NTHD, BRFEDERY NS REGEHEENS, VOERA (RFEOTL) OEDYIC
RRBHL T
H=§ o @WV(@dr
= [ drp GAVIO S (3 V/Ix,)ox,HU2) E (32V/3x, F X )ox x5+ * *}
=VO)S dro@HZ (IV/dx, oS dro @x,
+(1/2)E (72V/3x, Fx5)0f dro @Wx, x5+«
=Ze V(O)—pE+ VU2V, ,Q,,+° *
EBI1HO Z3RTFESTEEHBERT Uy VEMEINS, B2 HIBSN B FHAEIER
ThHd, BHSMHBPFLRNHETHLND, [dro@x,=0 L2500, F2HIT0IZ2D,
EIENNEBEEIERTH S, V, ABHART VYV, Q, 3R FREONERT v VL
Thd, V,,DEMEERTEZ S LAAELETICR>T
HoE=(1/22V,,Q,.
EELZIENTED, V,,. Q,IIT UV INDEETHD, NIN =T VIEREEITE
S2TWThIWVNnD, @, 1% traceless tensor IZ&E BT ENTE S, 72k 2,
Qzr=§ Bz%r) p () dr
FFEODTIIBRF & THFAH IO THF Tt ece, FHETFTIE e~0 L LT Qi E
WMz D, BIBOESEEE | L[> EE, IrIDLEEERZT
e@=<I I| = ef3z21A| [ B
B, QERTHEOMERE—AL FeWd, IR IDE XX, @, PHRHED~T bV
%45 D 531% Wigner-Eckert D EIZ L > THFEDOAEY Y IOFPICBEH#MZ b5,
IDOEICLT, BEAOE 2HIIMNEBNINV =T L LT
Hle2q@a K2 F1){812- K+ 1)+(1/2) 7 (L2+12)}
I.=Ixtily
TEZbNhE, ZZIC
eq=Vzz, 7=(VxxV¥9!Vzz 0= 7=1)
P BIERHNT A—F— LIS,
ABEBPRKENE EE—< NIV =T o LTHERBN IV =7 2 EHN
IN =Tl LTERVF—HENEEET D,
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2. Rb DUEBHEEERA

Sxa¥A MEEBMOTAAY A A Ak 12 HOBEA A ICHER TS, A DD
LLETIZ3ET2HS S04 7 NA—7D 0QDFD 6L ADLETIZHD Cr A FVICHSE
LTW5 6D OH D 0B)THB[1, 6 HD 0@z A D ETFIZHhITHEIZEATR 2 DIE
3AEEIED,

SOs DEEFEA 413 S #FTIE 4 HAZIED, 3ED O@IIMHITHEICFATRIERIC, 1
B ONIEAIZH D, ORQBTNA AV A F v &—EEEST S, ORQDHERE DRI
KFe3(S04)2(0H)s Tixk

0(2)-S 2/3, O(2)-Fe 1/2, 0@)-K 1/6
Thb, EBICIZ 0Q)-K<1/6, £z, 20D 0@)ARBAEBFEETDILHESA TS, T
TI3 0(@-Rb=1/6 & LT, OQ)-A KA LERL THET S, #>T, RbiZx7 5 02)no
HEMIL = -d6(—ERER)TH B, OQDBMITREL TWB LREL T, KRERET
IVTEHET S,

Rb #F A, M I2J0HE E FTFRENT 0@D 3 AFRDTEMDOE DIZFTIC X i, £h
CEEIY i, »ZDEICERER Z AR EoRER (hIHETOTHMEESR) 2RAV5,
Rb 55 6 D OQ)E THOEMIIZELL, r&t5, LD OQD3AFDERIZSHS 0(2)
DVEER(Xp, 0, Zo, (-Xo2,4 3 Xo2, Zo), (-Xo, -V 3 Xo2, Zo & T 5, TD3ARITIERSH
DHLBIZH D, Rb DALEIZ OQ)IPMEBBHERT v ¥y VITEHENELVH LT NTELY
Lo 0QD 3 AMDIEDRT T ¥ MiE Vi=3e'lr Th D, BHDELI

P2 Vi/32X=32 Vi/ 32Y= ~(3e /r3)(1- 3X0%/2r?)
32 Vi/ 322=-(3e )1 - 32s°/r2)
L7209, Rb OB COBERABIL = -e/6 ZEEL T
32 V/32X=32 V/32Y= -(6e/r3)(1- 8Xo%/2r2) =
22 V/32Z= ~(6e/r3)(1- 320%/r2) = (e/r3)(1- 320%/r2)
TEzbN5, XYZRZBTWMZATHD Z LITHFENSH LN TH L, HlZiE,
P2Vi/FXIXY=0
2725,
EEONRT A —F—FRATDHEL ,
=2.913A, X0i=0.979, 1- 3X,%2r%=-0.468, Zo/r=-0.316, 1-3Z%r*=-0.700,
BRAROKEED S » & b RKE VDI J2 WI2ZThDb, | Vaz |12 Vax | 2] Viy |
DEHITLY
Vazr= (el B)(1- 3ZR)/ 12
V= Viy= (e B8)(1- 3X2/212)
Th D,
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E=480X1010 §ES —a 120

Vzz= -1.25 X 1018 ¢ | AR /L b /em?
I272%, Rb OAMUDA A2 DIEBBIHAE V, 4,212 & > T Rb DEFREBEAEI T &,
FHEEBRFEDOMBIZ V, 0 BT 2BHAR v V, 4c #1ED. »id anti-shielding
factor TH B2, - T, BETEOIMEBOESAEIL

V,.2=(+ )V, 4
Rb Tix »=70.7 TH 3, Zhdbd

Vzz= -8.96 X 1014 ##E RV k/em?
LB, BEABT VYN 72 V/92X= 92 V/F2Y 1200 ZEiDE D IZHFR T, FERFRS
FA=E— =0 Th b, ‘

RB-Yv ¥4 +® NMR i% £75.7MHz, Hr=54.2kG, T=40K THHI L7z, EREMEMHET
® Rb-NMR DM ER splitting 2> 5 BHE AR T > Y VOEMERDDZ LN TE D, BiK
AR bAD(E3268 1R DOE— I HIEE | Hel L35 &

e2qQ/2KI1)= h y Hg
NMR Z~Z kD splitting I3
| Hgl= (4.32+0.05) X 103G
Thb, Rb R FEEOMEME— AL b @=0.14X1024%cm2 55
leql=| Vzz|=2h v | HglleQ= (1.1910.02) X 1015 ##E R /L k/em?
/5,

COMEIHEMBE VK 25%KEV, BERBBELL TS LT 2 KB HET V& ERR
%L b Rb A AV DFITIED - CHARAMENRE L TS & Thid, é/13=-¢61813 0(2)
DEF BB X D HFHECDIC2D, TOLZITITBHTHELLEL Y REL 2
BEAH, ZOBAITIE, O()-Rb #A. H20ik, —f&IC O()-1 kg1 A Bo#EED
AREEREENTVWDZ L TH D, 0Dt OH DERE A > 72h 5, Cr-0(1)-Rb-O(1)-Cr,
BB, CrrO)-BA A2 -0()-Cr O X 5 REHMEFANFET LI LIZRD, ZDX
I RPOEBAEERAREELT, Crr¥yrt A bDO XL HIZ Cr-Cr ZZBABAERA /NI
RCREERBREE T HEL DS,
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Appendix 2 PAEBHEEIERIZK S splitting

ROESAB L Rb FF#E (1=3/2) OMEHHE/ERDHIZ Rb-NMR A7 L
K& IRV D T 3 KO HBET Do
BEFEOY —< NI =T o LCHEBEEERZ 1 ROBE TR H AT,
NMR &% (+3/20+1/2) ZRET 5 line D7 b
F=(1/2) Hf3 122-1)(mr 1/2)
TEZ2 b5, HdMEMBEEERORMIEHBICHELTRLEET
Ho= eq@QQIFD) h v
w=cos 4. OVIREEHA L BRERET VI NVOEHEOMOAETH D,
Hp0 Dl i, BRIL LY 7 b % x=hHlZ L > THEAT D,
- x=(1/2) Gu2—1)
NMR DR AR bV
fx=1/ | dx/d |
= (1/3)v2[1/(x+(1/2)12]
LET B,
=— 12 1t fRQOREATHERARZ bAOIMIY—2 (IERBESBRD 12725,
=T DDA T, ERALT M OBEHBMDOWRIZRD,

1. HHEiEE

1.1 (£3/2ex1/2) EF
-3/28-1/2 BRHIZIET ARA D AR bz, EO ALY A% PLEERR U THR
B VIR LI b D TH D, He<0 DL xix, ZHoOFRSB AN, 2L LTORI
Bhbipw, f€oT. H>0 DL x(+3/26+12DRS 5 EZNT+HHTH D,
HBREB DT 7 MX
F=HL1/2— 2@ x2—1)
TExbND, TZIZ
a=Hi Hg, Hr|<S>IS| Hw, Hiw=3gupS B
SMAID B — 2 b ~F 2 Lk dipole B0 7= HIC M B AR T O L EDHA~T2a7%
7 M A,
O DICEKLENZY 7 F x=h/Hq 2 EAT 5
=(1/2—2@ x2—1)
HpODE &, AT PARKRO L DIZRD,
fx)=[3(1—2a)]12[1—2a+2x] ~12
ARY M OETFIIAMUIE— 7 PWAEANRY 7 M DT NERBEERIET DL E LA
boRY, B, MR 2> THnBE—2 (Rb-Crd Tid/h&E V) ORREIT dipole 357
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B2 1 A B L SN BE R b L ICRT L MU E— 2 Ot ORRRIL Helo e 5,
1. FO—7 O dipole B Ha 2 BRASGRIICT 7 R LT, TS EREMERR A
y MDD, UT CIREBMERRR7 ML OFRLERICPLERES, £, V-
5 R0rF 2 H NDRIBIZ VT, 4 BRAEERAO L X OMLENLOTRERIITREN ),

1.2 (£1/2e71/2) &%

(+1/2671/2) ST 5 BBEE5103 2 KOBEE TEERTNTRLZR, IO

BRICBITA NMR DY 7 MM
x= —(3/16)(Ho/Ho (£2—1(9 £2—1)
Ho 3 WEMAEAEA ORI #RBHRE L b0, HoldSHBHES TH D,

(+ 1/2071/2) ORI, O x=T/A8) Ho/Ho 12T EREHMIC 7 b LTHT, £iE
i3 4 x=(25/48) Ho/Ho Téd» %, Rb-NMR Tk, (+1/2671/2) DSy (FRE—2) OIEE
(£3/20+1/2) RAD 120 BEIZ/R DT, PROFVE—7 ZRT 5,

AR AR DR B s R & X ik, A BV ORET SALEMIE GHMUDRIT
fen TN D E—2 ) Tt x=F(L/2) 238 & 72 0 | EBORBURIIARICY 7 b LIcHEEE R,
Jru¥A MEAMD Rb DEBESART v Y VO EIEH TOEICEERGTEICHY D
OEOE Y IZEIFREA R D Lo = & A% Rb-NMR O M EARBED HRHEN® DTV D, Rb
DRBT LT 2 M D) ZHED CrA A DIES dipole DT ¥ Y MOl b 2 TOHEICE
EIcleo TWBDT, MEHMS 7 b & dipole 7 & EREDED ZENTES, TOKL
Bz 2T L OSBRI B, HREMEAR Tt dipole-dipole #8E {13 MU EHEAR EAF
AEO/ASVOT, AT MEPRE—7 OBHRY LEDIRETHS
NMR 7 b

B=—(3/16)(Ho/Ho (12— 1) x2— 1) — HA3 12— 1)

Hol3EREE . Ho/H 344G ThH 5, FRE—2 13 b=61— 260G OFEFHIZIEDRY |

& X% 200G 12725, ‘

2. SG 48

2.1 AEVENIDNCOHELICHIEHDARY FIL
A, (+3/28+1/2) DSy
NMR 7 M
h=/2) Hf3 12— 1)+ HA(1+ &) xcos A+(1/2) (1— £) (1— £ 2¥2sin S
& 21X dipole |Ic XAV T R T, ki3HAT YT 4 —Thb, Hbsnizi7 b
=8
=(1/2)(8 12— 1)+ al(1+ #) wcos A+(1/2) (1— &) (1— £ 2)V2sin £]
ic2 %, H-NMR O% A Kt—27 D@5 a=Has/Hg=0.25, polar angle i cos £=0.801,
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sin £=0.598 T& %,

De=1DLx
x==(1/2)(8 x2—1)+2ax(cos 53)

ERESROMIL — 2 1% 4 BEREEERORE L XOMENS —1706 THD, SEESHIN
BT EL T6kG Pz 2 RIZARBDOT, AT MAOHTITH LA D 2. 4kG, 6kG IZMTT- 2 B
2725,

ARY MV

Ax)=3[6x+3+4a%c0s? £]~12=[3/(1+2x)]12
L0, ABEBMEEERETDLEELIZLALRILETHS,

@r=—10Dt %
x=(1/2)(8 #2— 1)+ asin £ (1— £ 212]

IEREERIOAMA & — 7 13+640G T 5, BB AL 4 ERHEEERDO L XL EDD
RN D, 4.32kG OPLBIZH D, AT NVOESIZ, ATV T 4 =L > THAlE—
M 4 BERBEEERAOL EDOY—7 ORIBICHM LT, ML — 27 DRPBIES2D5ZET
»HB,

B. fRE—7 (L 1/2671/2) %
7 M
x=—bl(8/16)(£2—1)(9 w2— D+(1+ &) cos £ £ +(1/2) (1— &) (1— xH2sin £}
ThHhx bbb, 222, b=He/Ho, =HiHy/H@ Th %, a=0.25, b=0.080 £ Y, c=a/=3.19
2585,
D s=1DLx
x=—bl(3/16)( 22— 1)(9 42— 1)+2c « (cos £) ]
E—27 OF0E 118G BB TN, 4 EBHEEERLZTORELRALTHD,
@ k=—10D¢%
x=—hl(3/16)( £ 2—1)(9 £ 2— 1)+c(1— £ 2)V2%sin 5]
e — 27 OFNE—344G T B,

2.2 A YiAH( spin folding) DEEBDARYT L

ZOEIRD AR FUiE, HNMR A7 bABH R T, AV VEPPZHE EICHDHE
WDOARY MR 1KG BESIICY 7 P LELOIRD LEZ DN D, spin folding i
plaquette Z/ZHED X #H1ic 90° [EEEL T, bW Y#OEbYic— JEEL-fFEE M
w3,
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A. (+3/26+1/2) DSy
NMR &7 hix
B=(1/2) Hf8 12— 1)+ Hicos #+(1/2) u« (1— x2)V2sin £
Bk Lz TEL &
x=(1/2)(3 £ 2— 1)+ acos £#
dipole 1% £ 12 & b PEREBMIC A2 ML 2k% 880G ¥ 7 F S H DB, AT VDT
A BEBEEERAO L & L EDLR,

B. v —72r (+112871/2) K%
=—bl(3/16)( £ 2— 1) £ 2— D+c{ cos £+(1/2) 1z (1— £DV2 sin F}]
TOEESLE—7 7 880G EREEMIIC TN AR CHUEMMBEFRAOADEE LR T
5,
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Appendix 3 REVHHYIAH

SG 48 NMR 227 M DH A4 R¥°—2 D7 b LiBEHHT 5 72HIZ plaquette DIV
B (RAEVHDIAR) 2EZXD,

SE A EEICT 5 DI RSO TOEICEE R Z i & plaquette D 1 ED X (S)
DEEx LFECHMO XBOESENICHSD &T5, YEITZ, XBICEEIZE D, AYD
% 13 plaquette ® 3 AFOELFHTHAE L1565, X, Y. Z 8230 THOKFOEER
ThHd,

1. plaquette DTV AL
3 DA YL DR XL plaquette BN THEMICH D & & KA 1IRT & I ICE@MAT
s:=(1, 0, 0)
s=(1/2, V'3 £/2, 0) 7
s7=(-1/2,-/ 3 £/2,0) H
Th b, s=S/SIEA YL~y M HHRAN S, Y
7 MEFBRLE AVOREEEXD
BALR7 PV THD, £=t1 FHAT)
TA—ERT, S3
Plaquette 2 YEiD £V IZ g[EHE L T, S
NITHEICH LT B EiF 5, (ZZ2Tid,
A Y U DFFRBEERTICTOWVTITERR
W, SRMBEMERL 1 plaquette DEIERIZK LT, iz, B & KFETICRD L O CEEL T
FLEAD,) HLV., siDF % Xl Y #cEEC Z8#% L X, XYZRT sidke
FU®E L 5,
XE#nEbY (s1D0FEDV) L yEETDHE XYZRT
s1=(1, 0, 0)
52=(-1/2, V"8 xcos /2, ¥ 3 xsin x/2)
s3=(-1/2, - 8 xcos x/2, -V 3 k sin x/2)

KA1 AUEE

E72B,
XYZRIZHELTRD L,
sr=(cos ¢, 0, -sin ¢)
s=(/ 3 xsin zsin ¢/2-cos 412, J 3 xcos x/2, ¥ 3 xsin ycos ¢/2+sin ¢/2)
s5=(-V"8 xsin zsin ¢/2-cos 412, -y 3 xcos /2, -V 3 xsin ycos ¢/2+sin ¢/2)
Li2%, ‘
BB —ROFMEB L & &k s 3RO XY mRRS DF % E < £ T plaquette % Z
WOED Y IZEER L TRNEZ ZIil Rz 2 & LRI D,
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2. 1A 2> OHLED dipole

Hd =Hd0[zsi _3Zei(si 'ei)]

= —6Hd02e,. (s;-e;)

%2 ROFDOMIZ 1 BONITHEIZONTE D, 6 @D Cr 1 F U 3FEHICH L0
Hrequss/d, ecriir THb, 120° #HEDL & Es/0 THHI L, 2HDONITHEDAY
VOREPRLTHDZ LAV, elINITHED 3D Cr A A HEDBAL~Y Fv
er=(sin 4, 0, cos 5)
ez=(-(1/2)sin 4, (/" 3/2)sin 4, cos A)
es~(-(1/2)sin B, -(/ 3/2)sin B, cos B)
LT5,

Ze,(s,.-e,.)=%sin,3-hd

bt SR
H,=-9H,sinfB-h,

HRBRKR&WE &, HiD HF5M (zFm) OfsyEE LY, NMR O¥7 b
AH =-H, =9H ,,;sinf-h,

TEXOND, AL D 2B THD, HELZEMORTAZ LT DL,
h, = h, cos@ + h, sin@

| .
= cosﬂcos(9+l//)+%sin,ﬁsin¢9cosy/+Kcosz(cosﬂcosé’——2-s1n,Bsm0)

NMR 7 Mid bz TEZNIX IV,

A, x=0. ¢=0 (plaquette IIDTHENIZH D)
h, = A'cos(@-5")

A= [(1+K)2 cos’ ﬂ+i—(1—x)2 sin’ ﬂ]E

1-x

tand =—2—(1—+’;5

tan
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27 MY E CHROLORERICSHT B, A FE—2 2BRETIC, FROTE—FY
—JIZEEND,

B. z=0 (plaquette [ZNZHEMNOZDEEILH LA D)

D ¢g=nl2+0d
plaquette IZREBEZEH. 1EDOALY (s1) BiELL SEATIZR B,

h, = —%Sinﬁ — Asin(260 - 5)+ kB cos(f + £)

A= _cosz ,B+—1—sin2 B : tan& ——l-tan,B
i 16 \ 4

B =|cos? ,B+%sin2 ,B}

L

2 1
tand = Etanﬂ

37 MIATHA FE—2 (7 bE) KEDRL,
@ ¢g=xnl2—14¢

s1 RS & KEATIZR D,

h, = —}sin B(1-cos 20)+ kBcos(6 + )

EOEMNE 1HL D AXL, REICKESENDIOTYA FE—7 ZEHBA L2V,
®@ ¢=0

S ARREMERR 25 08 plaquette ICBEOE £ & THIE, £Z #fi 51 % [ < B9 5RRBEMERL 57 B3

H LT, KEATICR D,

h. = Acos(20 - 5)+ kBcos(d + £)
7 FREAERT, ¥4 Fe—27 2R L2,

@ ¢g=n—140
+7 A T < FRBEER S DY H &L AT, FATIZE Do
h, =—cosf —i—sinﬂsin29 +KkBcos(f + ¢)

ST MIAREDLETEDT, A FE—2ILEGblRu,
PEXY., 7=0 DBEICYA FE—27 23HAT DT,
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C. x=n/2 (plaquette I X @i (s7) OFEbLVICn/2 FEE L THITDHEICEEIZILD,
plaquette ix H &£ (T TH5,)
®© ¢=0
plaquette iXXH LB o2 EETH 5,
h, = Acos(6 - 5)
Yoo 7 bePlLeTadnbrTua— FE—2I8fnd,.

@ ¢y=nl2+4
s18 H & REATIZR B,
h, =%sin,3—Acos(26’—a)
L7 FORONMIETHEHIN, E2HOBIABRKAEL, AMETY 7 M5,
® ¢y=rl2—4¢
s1 H & FATIZ2 5,

h, = %cos B(1-cos26)

0<h, slcosﬂ
2
27 FOFMIA/Mcos £>012H Y, 7 MIEFMIZR DN OMOBEMTH D,
@ ¢g=—1¢
sttt HE Z, X EED 45° DEBRIZ OV THHEOFmEZM <,

h, =cos,3+%sinﬂsin26

(hz>=cos,B>O\ cosﬂ—%sinﬂ<hz <cosﬂ+%sin,3
ZOfRET 7 FREFATREL, 0 OTRTOMICK LTEFMICH DO THE
DLV,
® ¢=n—4¢
h, =—[cos p +%sin p sin20}

ZORIE@ & RHHTY T PRAMICH DD DIETIERW,

130




YA RE—7 DL LTI COL @M H D, REMLREHESE LT,
Hir=6.38X1072G, cos £=0.80, sin £=0.60
VDL, QDG

AH =-H, =9H ,,sin ﬁ(cosﬂ + %sinﬂsin%’)

o7 hoHLE, 2.76 X 103G, 1BITE514G 12725, WX I X DAL A& <s>/s=0.5
LBl 7 hodi 1.38X 103G, 1B*E257G Lo T, ¥ Fe—2 L—&KT 5,
ODMETIE. o7 FOBLIEFI4GIZRY, A VERIRVE LTH/IETESD,
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Appendix 4 HCOHORFRICHITHEHR
1. F¥iEaL

T DT O EHE LD 5 E % Reimers et al. @ formalism 25> TITo72[1],

1.1 TRV EERT 32O THA L0 — &R
ZONIN =T UM
H= 25 JiSiSpHE S; )
ThHD, B1ERIRBEMAEER. E2HIP—< XX —Th D, BBEOIDHIT, yhA=—1,
EFIARVY =B EEL,
Weiss OFEHEEEITIIA BV BMITHS X HICHRVE D DT, BETHIZEL DAL LD
BETIOETEZLND LT D,

o AD=11 o As) 2
BE TOBALELTWARITEBHTIAF—R/NOREBILZERETHD, BHZ VT
F=E—TS=Tr{ 0 H}+TTr{ pvlog o} ®3

ROFFEDL LT FER/NIT 5,

(1) BERORTE : Tr(0)=1

Q) =XNVF—RIE : Tr( 0 :S)=Mi=—7F
MilIBeTA—F — T A—F—Z2 B,

Landau B3 L id, FidA—#—35 A —#—Mi OB T, BRAEE TIE Mi D 4 KR
FTORPTE, BRAIZFEE525 MiD A RBEEO 2KER 0ILRDEETHL, FO—
BIIE 4 RE TORELT

F(T H)=Nogl I'(/2)/2 r #2J+[n2 D4(n+2)] = M

+(nT12) £ M2+ X JyM:M;— HY M; )
oz NIZAEUVE, niX A ORI (Heisenberg B Tix n=3) . I'IIH ~BETH D,

NIV P T UEBAEMICOWTEZRTVWRICEL,

Hox=23% AR+r,— R'—r’ ) Mz, , Mz, (5)
R, RIZENERBETAMBERY My, r,, PJ3EETF~7 b ThD, B ELVORE N L L
T7—VxEH|mTHE,

Ho/N=2J, (@M, (@M, (—q 6
FA—E AN TEXT Lr, —r)=d, ;& BNT
J, Q= , s Zexpliglr, —r,) (D

HAOFLr, DY A MTHBA A THONTEARN & BV ORBRE/ER TRIZN T DY
A MZOWT L B, J, LQIFEATTSH AQDITHIERTHD, BE—<VHITHLT HEERICTH
%4
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HZNe= — £ HM (0 ®

IDXHIT L TEMEA YY) OBBATZRUX—IROLIICES T LBHED,

AT H=Q/NDF= 5Tlog[T (1/2)/2 = #2]— £HM,(0)
+12)Z M, (QM (= nT 3 , 5+ 2J, (]
+2 14+ 2)] M, (gD M (g2 M (g M ,(gd)] (9)
QREDHDE 2HDHFHIININ =TV OERIZK D,

Landau Bz LU ATH D 2 RE% 02T 5REPBEFIRE 7. TH D, T<T: TiX 2 KEIX
ALY, TDLE M (Q+0 OEREABFEELT, ZORERTA—F—1RF2A—F—M, (g
#0 72025 ordered state TH B,

2 WIEE 012 BITITEE1TS A@=J, @ E AT 5, 175 A@ TN I— MTITHD
N, BYea=4F Y — 175 Uit k> TRALS D,

KAQOEHEEZ 1. BEXI MMik oL T5E&

M (P=2U,{q P{g (10
2Lq) PL{gp=14q ®{g §3))
AL - T
2 IEH=(1/2) X T &{q P —nT+ 1 {g)] (12
2725, BRREILX2RELZOICTHRNIBET
T= —(1/ n)max{ 4@} (13)

TEzbNn%, BRKEIZIE qDTRTOMEICK L TEZ D,
SEIEEELIL, £ 223 B ordered state IZxt L TH 2 bR FOBRENVEE 2 TR T
Mt AQZFHE L, 1751 A@E ATl X vy,

1.2 hIHERFDEHS
(1) q=0 &
q=0 BB L TiE, HPIOBRFORARIAR Ty bV EHERT 5, REHEHREIER
72 £ix Townsend OEZHIZ L 5(1],
BB EIER IS L TRHATHIDERIIRDO L H 22D,
Ji=Jsr=2Jilexp(igr)+exp( —iqril=4Jicos qr:
BFE¥K a=1 L BE, gri=qgra=qg=q L B &
J17Js1'=4J1cosq1
RIFRIZL T, qreqe B L
Jo=Js2=4J1c0sqz
Ji=Jer=4Jicos(q: —q2
- T '
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0 cos(g, -q;) cosq,

2%61_) = cos(q, - ¢,) 0 cosq, (14)
! cosq, cosq, 0
JQYDBEEEERDD &
erF~—1 (15)
¢ 2=(1/2)[3+ 2{cosqrt cosgz+ cos(gi— g2}] 2 (16)
FODLE
ca57—1,2 an
BRI ERIT c =— 1 DfR% & V. Heisenberg T n=3 L BT
T=—(1/3)(—4J)=(4/3)J1 (18)

LB, L L, KO LD RBEH»ORBEREEERLT TS N T g7 R Heisenberg

i3 720 TH order LRVEZEX BN TN D, £ 213 QIIRTET BT g=0 LBV b DTH D,

e E— 1R CEHEOBRTH DM D ¢=0 LFFHR LR TH DA, gL, e m—1 %W

kT IEIRIC % < DRIBARTEIET 5 2 L1272 0 EERIBIX ¢=0 DRIEZ B ABRIHIEL TV D,
BENZ bRk B L, BHEE: LT

cosq,cosq, + acos(% - ‘12)
o(e) = ¢ —cos’q, (19)

cosq,cos(q, - q,)+ecosq,

cE—1DEx, O(s X gELN, FDXH7 gbiFshDd, 2FV. ¢ W2V T ERRIZHE
EBELTWD,
Further-neighbor interaction ZEAY %,
Ji= 43 cos2 gz +4Jx0s2 gr+4dcos2(q: —q2
Jiz= Jor™= 4Jz cos(qi1+q2
Jis=Jsr"=4Jxos(q1 —2q2
Jor= 4J3c082q1 +4Jcos2 gr+aJcos2(q: —q2
Jos=Jaz*=4Jxos(2q1—q2
Jo= 43 cos2(q1 —gd+aJcos2qrtdJcos2qz
JE HITMzx b, Zhb DOEHTHAITIINEHRIND,
g0 D L EFBEEITINIMBITR-T

47,+8J, 4J,+4J, 4J,+4J,
20(q)=| 40, +4J, 4J,+8J, 4J,+4J, : (20)
4], +4J, 4J,+4J, 4J;+8J,

ZOTFIOBEBEELRDD L




A 1= AJrtddz—4ds— 8y, (2 EREIR) 21
; A& —8J1—8Jr—4J3—8Js (22)
Th b, REHEREDHRE, Jo0 T, BXEAER 2 BICHHERL TWD, D Jz Jo. JoDF
CArO /N L{)ﬁj\blofb\f;b S |Ji D el |l Sl D&, A2l REREE, 4 s i3RI R
B,
A2l AEERT FAORROFIC x8—1=0 DfE 1, w=exp(2 n/3), w?=exp(id n /3) & 57 &
5,

o~(1,w, w? (23)
BB, Z ORI 120° W% R LT3, BHMEMEEERRY —< CHEER TRIBSHET T,
ordering e X 5,
& SR 1T Heisenberg R Tid n=3 £ BT
T= — (U3 41— 4z— 43— 8J)=(4/3) | Jr+Jo— Js— 24| (24)
Th b,

Cr-S % m A TG 3], | 5], |01 Ch B, BBHERLE GREM~OT 1 v7 1Y
7)) b J=5K T,

T=(4/3) |J11=6.6K
= DI H<5kG T q=0 RIE~DOMHEBIERE T=4K £V b LE, KB R 238
Ve (J2<0) EF B, Jy JdIhENE &, T=4K T3 L J=—2KIT/2 5,

(2) V3X{ 3HEE
T OBRAITIE. BAIEAIL 9 D Cr A A v bR SN, REFEHKICLTHET S, &
BITHI AL 9X9 1TFIC Iz B, 3X3/IMTFNCHMREN DD TENENIZOVTHES ZLRT
&5,
— DD q=0 s L —BT 5, BYD DRI ATAT 4 B2=y T WWREET D220
%My 33X 3MEERT, VIXJ/ IBEDHEOEFMEIIRD L 122D,
A = 4J1—8Jz+2J3+8J (25)
Az —2Jr+4Jr 24y (2 EFFIE) (26)
JPODLE, LBNBRKERHETHD,
ZOBEAED q=0 DEHEL Y KEVDI
2J2— J3—2J>0 27
DEETHD, ZDLZE
Ti=(4/3) | J1— 22+ (1/2) S+ (28)
UEEFELEDD L,
q=0 3 L/ 3XV 3 EO R EMHITKBEEMAEEROBRIZL D,
(1) 2Jz—Js—2J<0 D & (21X, =0 BERRETH D,
(2) 2Jo—Js—2J50 D & F XV IXV IBENEETH D,
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X1z | ol > Jsl | Jal D& XTI, REEEAEE R
MREMERY (J<0) 72 B, q=0 BEENRE
FORREER (J20) 72 B, ¥ 3XJ 3 HEENKE
Th b,

2. MCHBFICHEITEIREVE

YRic. Harris B> THI OB TFOA L EOEREET O (2], 28 #9313 Harris et al. 7R
L7z q=0 RREOE KBS EER 2 AR e 8 2 &, RAMEREER DEBERARDILTD
%. Fe-Uyu¥ A FOREND CrVr A FTHEEREL LT =0 BELZEET D, LD
L. Cr-U¥ %A h CIKBEREEERAUTORRENEETHD LT DN, AR B AR
EETMBBLEICRD, '

AT O F #1 Harris 125 5, BRBEEMEEMIC >V T Townsend EOHBIEH Z LI
4 2%[8], Harris 20 J31 Townsend % J4s TH 5, Townsend %D Jsid Harris LTRERS
nTwa, =0 Appendix Tit Townsend & DR THEMERAZETIRY AN, /. ~IVE
=7 L DA EAER DRI 2 Ji=1,2,3,) % V5 DT, Harris b DEHE & factor2 DEL
BB, '

ERBEREERESAINV =TV E

H=3% AR+r,— R—r,)5R SR 4 (29)
L33<. R RV unitcell DEUK, r,, ryid sublattice vector T 5, RBHERTROMEAE a &
4%, (Harris %1% a=1 £ <, )Holstein-Primakoff Z# L TRDO /N IN =T YERD.

H=(112)82 [y , JBC ,BC,0+7°, AC (BT =D+ C(~h C (0} (30)
v . (D=8(Ji+J)— 16Js{1—cos2k(r,— r, )} — 16 J{1—(1/2) & "cos2k(r,—r. )}l (31)
¥ o =21 cos2k(r, —r +2J2 cos2k(r,+rs— 1) (a* B)
v, (0=0

4 ,aﬂ(k)=_(3/2) 4 aﬂ(-k) (a# B)
(@, B, )X cyclic KT RTRRBHEAFLT D, v, ,WOAEDDEL o+ LITOWNTOMT
»H5, ZTHBRIX

[Ca(k), Cf,g(q)]=—15 aﬂak_ g0 (32)
BRAEMMAEEREZEAT D,
Ha=D% (8z)2— EZ {(Si)2—(Sp)3 (33)

(<’ Cr A > & Hie 6 HOBHEA A (S0sICBT 2 D 02) & OH BT 6D 03)
OIEATE 8 BED TMEER TH 5, NIDEIHTAIESEAOEEAZOILT DL
Hi=1/2)S2[ 8 Ct ,(BDC B+ C" (BCT B+ C.(—BCyH}] (34)
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8 =4[IX1—3sin2 #)+3 Fcos? ¢] (35)
6 =4[ EX1+ sin2 4) — Dcos? 4]

FLOHT, ENIN =T U0

H=12)82 ¢ , (BDCt (BDC, B+ & °, ,(BICT (BDC J(— B+ C,(— B Cy(bi] (36)
ZZiZ
Foa=Va¥0, (¥ou=7,) 37
Eap= Vas
£=6"

E'0p= " as
EBEREEROL CERBBIERZEERVBEFHHEEEA % ST & 21213, Harris %0
HENSKROBEEEELES 4], RFEHEEERIIBEEER X Y BV, ELJT), RERIAE (ka
KDERAWD, BAOMEE,
E=28512G(3Jr+2 Plv2= 286 J{ D+ E)cos2 4112 ‘ (38
v F=F(1+cos?2 §)— Dsin2 8, G=(E+D)cos2 ¢ (39)
F. GHERTHD, ZORIFBELITEELRODL, BEEEE do/dk=0(B=h o)iZ72Y =%
VX —F TR, RIT,

E=253J(4 F+J1g?)]V2 (40)
E=253J1(2G+J1g?)]112 (4D
gka (42)

IZRNVF—F ¥ v 13 =0 L BT
A =483 A1v2=48[3J{ F1+cos? §)— Dsin? §}1v2, E= Dsin? 6/(1+cos? §) (43)
4 72806J:G112=296J( D+ E)cos2 §112=E;, 0= d=n/4 (44)

=0 TiX Er & Esi3fEiR LT3, THhITTEHEHER LR LTS D,
ERBEREER 2 ST A12 o\ T, Harris £13 B4R E 2R S TICRFHEHEEEN
BRWIBE D)V =T (36)? normal mode DIRENEK 21751
T ~UDS(y+2 )Ny —27),, (45)
DEDEFRTEZ TS, TIIE, 7. v v.p v BRETDHTIITHD,
I ZCik Harris £ 0O E REMHEEAR HDBEAICEL 2 L18T 5, "IN =7 @6 %
harmonic oscillator DFEIZE L 7212 Harris HIZiE> TRD & 5 REHEIT S,

P, (= 2IC,(—k+C &N (46)
Q. =i/ 2lC(—b— C' (]
HBRIT [P,(B), @,(BD]=—1iFkwq00 .4 (47)
GO ALTRET DL
H=(1/12)S2 A, ;0P (DP,(—b+B, ;5 Q.5 Q,(—kl+ Eo (48)
A, B=112) ¢ , (42 £ °, LB (49)
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B, (0=(1/2)[ ¢ , ;-2 ¢ °, (D] ,

Erx-—(1/2) 2Tyl £ (D] (50)
cB e, BDEERLTHITHTH D,

Pt (=P, (-Db, @ (b=q,(—b
LA,y B, MRHTHITHDZ EEAWT, EEOE EidR< &

HE=1/12)SZ[A, (P (WP, +B, ,(BQ" (@ ,L]
=(1/2)SZ [P (b A(k) A+ @' (0 Bk Xkl (5D

| ERHKD, iz, AR=(P,(0),(«=12,3)1T7 b, ARITITHITH D, bRk
Th D,
[4(B)2=2[ABIT& 5 X 5 721751 4(H

A(B=2[AB2=[{ £ ()+2 (D} ¢ (D —2 ¢ (R}]V2 (52)
EFRAWS, X7 MERT alb=(a,(H), (¢=1,2,3)¢ LT
a(B)= 4 (B~ 12{A12 A k) — i1 B2 X k)} (53)

at(D={P" (k) Avz2—iQ"' (b Bz} A(k)~12
EEHT NI

H=(1/2)SZ [at (b 4 (B a(+(1/2)Tr{ 4 (D}]
AU 2HEIIERETHINLERTD L

H=(1/2) ST a* (k) 4(Ba(k) (54)
EoT, FTHI ADBEEBNIN =T v OEAEEZ 5 %5, A2 Harris EO1T5 I, SRS
T3, AOEAEIZAZOECEHEEDELFRTEZOND,

A21E 3X3 1THITH Db, KEFBRIIKFERICRD, Z0 3 RFBAOHERFERIE

Plkak a3 FREE L LT @ TEBALTRDD LN TE S, NIN =T OEAHEIX
RDXIIZ2D,

E=2813(Jr+ D2 G+3(J2— 2J5— JJ g2] 12 (55)
E=253(Jr+J)[A Pr(Jr+ 3J2—8J3— 82 2|12 (56)
E=28[3(Jr+JD2 GH+(J1— 23— 5T g?]12 57

F. GIEEIZEZHNLTWS, ThbDRIE, F=G=0, J=0, J<Js (Harris EDER) L BT
iZ Harris DR L —& 35, (factor2 DEWVX JOEEIC LD, )

BEbTRXLX—DEWN BEiDBE. BHFHERD D EQNDITEBWT J=0 D4 Harris FOF 5
£ 912 I T ENIEEICIIR 6 RV D RERMET, =0 BESEERBTHIFHLZ LI
2%,
[Appendix 4 £ STHR]
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BEREZWEEEELE,
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W B E2HEE LT,
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ZIHE, REP»Y F L7,
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