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1-1 BRRu 72 b4 MEE

N T RAIA N EITIERE CaTiO; KT H ) O w2 L, BRECTHDI LT
ANDBEE L. A Perovsky IZH R A THITIT bz, —fRic~a 7 X 7 A NIyt
FARE R ABO; DI TR TE B ¥ A MI O7 A 2 & BOs NEMKEALZ 72 L., BED BO,
Nk EREEE LD, /24 T A M. ZRHONEER Y b T —27 ORBRICALE
95, AAFE B /rzL/c')ﬁELyb)f\a?;dJ% MEEE & A0 E I ML KA TER
END MV TURT 77 Z—t DIERFREE 25T D,

t=(rs+ ro)N2(rg + ro) (F 1-1)

T2y R lEZZNENA YA SAF V. BYA AT VRO, F DA
FERTHD, BENR N TR T 7 7 Z—OfEiL =1 Th BN, EEICEB X
Z 075 <i<1 QEPICURET IV EWbivd, KREG O 72 A4 MUYLEwX
CaTiO; & W, =R TiX, BT A& (= RIEE Pm3-m, ay=by=c,~4 A, 0 =ﬁ=
y = 90N LENZOTATWEEE & 5, OT AL, BOs \EERDIEHE & HERKA 2D
BALOTID, HDOIWIEITEFORERTH D LHFTE 5, Glazer (X, BT 5 /@K
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AT VB L BRIRRT T AT A oA, g, ZRTE TN

DEEEE— FOMEAELEESEL, FINn0EINDIELL ORI/ EZ
NIZH TTE BILEWE ST [11I2H T TV 5, 0 5 BRES O b O\ EAREEEHE
i a'a’'c TEREND GdFeO; !, NHEHKREHSEE a a a TEEND LaAlO; T TRl ¢
x5, Z 2T, [100]@h, [01078h, & OY0O1 @& H N I\ EEDAAE M > T
LI+ E, Hio CORWESIT-2 VTS, 7277 La< BENRWEEIZE 0
ERWD, E2, aRvc R EIRAEOF DY ONEHEDOEEAELR L TN D, F
0T AA MULEWICIE Glazer IZ LV SIS DOLSMNC S, BAMLEND DE
P L D ER A & b7 5 BaTios Bl ERFET 5,

RIEEONEET o v 7 2HRET D0 T ATA ML, Bx RIREMDPEET
Do —HRIZEIR a7 20 A b ERHINDILEWIL. BT A OELFENEET
2y 7 e ZIRGTHNZ T L TN D 2 E BB TH L, LT TiET vy 7 DR F M % ¢
00 1L EFRT D, BT T AN A bOH T, ZOMEHN 4£4,.1B,03, DI THEER
XN A{bEY % Dion-Jacobson U@k~ 7 2 A4 bk &9, Dion-Jacobson BLDF| & L
T, K 1-112 n=2 12/ 9 % RbLaNb,O; 210 E 4R, &2 C, A1iZXu 7 A hA
o ay 7 ORBEICAD VO AF AL THY, CSRRY DX S A A ERORE
WO T VA U &JE, 41X Na', Ca®', L e ET7 v ) &j, 7l HESRE.
FHEERA A, BIZIIND, Ta”, iR EOBBEEN AL, nid 07 A0 b
Ty OB T AEREER LMK=1,2,3..), n P2 B2 N T ARBMOERIKE
<725, Bl& LT, n=21ZIX RbLaNb,O; [2]. # =3 IZiE RbCaNb;Oyo [3]. F72n =4
{Z1% RbCa;NaNbsO3 [4]13H 5, ZDLEHIT, n DEIZLY 4, BH A "2 EdAhFA4
v OMMEII R DN, —H%IC B YA MTE NG, T2, iV o dETFE2E 20 L
DIENBR SRS,

1-1 Dion-Jacobson Z4Z R
X T AADA Mn =2
RbLaNb,O7) D ik fh i &, A2
KIIs b RZHTHY |
FRIZ010) 5 mokEX T
bBh, KEIIE Rb A4
VL NERAE LaY A A
% L CNmEEIZ NbOs A
ERLTEY, Rb A AN
~Nua T2 A NBREICEE
HINZ A>T E L 727,
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122 A F BRI K DREVEABR S

AFWSCTERY BT 54 4 U REBSNHERRSRIEO—2IZE TN, ZOFEE
AWSRRIE, BRTZETH Y., P OBREMHSETEHEL RV CHERRREX
IZ20) EREREELZENHELIETH S, H-T, ZOFEZHAVWLZ LICE
0. BN S 5 VL FRIE AR OWEE RS Z ERIREE NS, B, K
SRR TREBOEAREREZEZ Wb DX ThRZ 77 4 v 7 | TR EFREH TN
5o Pk, Bk T 204 NOBEOI T A U IENTZA AU HREE oL LT
EHESNTEY, FEHEOHEA 4 OB 4V RITEORBIIL D, G4 mE
PE, SEAREENE . BEOURHE R EoMMNR X —F Y & LIZARRDREA TH o 72 [5], B
Z 1& Dion-Jacobson BEIR_ 2 7 2 H A R & FANWTA F U ZBEOGSIE, BLTFTOGE1-2 ~
1-4 Y1279 K 5 IZ RbLaNb,O; D Rb E/NENWT LB VAR TH S Na<e, 7' b (H).
NH, D L 5 784 A ORI T TE 7=,

RbLaNb,O; + Na" — NaLaNb,O; +Rb" (F1-2)
RbLaNb,O;+ H" — HLaNb,O; +Rb" (F 1-3)
RbLaNb,0O; + NH;" — NH4LaNb,O;+Rb" (i 1-4)

L ZAB, 1999 £ J. B. Wiley Hid, RbLaNb,O; D& Rb % [CuCI] IZAZH L7~
(CuChHLaNb,O#(IX{ 1-2)%2455 Z & IZkFh L7z [6], (CuCl)LaNb,O, iZMELTEFETH Y |
EIREFE RS CIEEREE S Z EBHER Y, 2O 3 UG, KR TE 2 L0
5o

RbLaNb,07 + CuCl, — (CuCl)LaNb,O; + RbCl G 1-5)

IORISTRETREZ Z L 4V A MIEROEA 081 A 0 Triize 1B
BER-7T =4 ] BIREAINLGETHD, BRSO T A A Vel A 4038
BARISIE, Bl X D SekA A REWE. H DOV & L ComFSIc
F5H0OTHY, BIK, BIERE BIZIEMIETH o2, L LB OARME T, S=1/2
25 Cu?' A AL, B3 IR T X TRITCIEFEFEZTER L. CT A A 3ok
BCutA FOHRITALET D, CuClO NEERIZEEY A& 5 CuClLO, \HEER & 1I3HEILH

T NbOg NEE EFTERIEFIC L VBEP > T D, BIbh, AR THE[CuClIEMERE X
FERMED LaNb,O;, a7 AN A 7oy ZIZX-sTRTLNTEY, BV IIRuidE
RKThDEHFEIND, FFHITREILRRIZEES S, ZN60FEENL, ARITH 1-3
DEICS-HETNVOEVWEHEWE EE 2 5, 2 E TEL OFFENMTh T3,
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La’* &y

NbO;

[CuCl}'plane

3
. 2 Eman J2
*- 1 e X T

e

0

1-2 (CuCl)LaNbyO7 DS, 1-3 [CuClf&T, S = 12 &5 Cu™
RbLaNb,O; DJBEID Rb A [CuCl] iozse 1 A (EIL) A3, RO L S ICZRTE
XRTVA, Biur o, @ Eoasur TRTEIEKRT S, CF (B 135k
Cl &% LCHY  [CuCliEE 0 deiette B Cu A POPAICAE L, Foliftl
LaNbyO, a7 A A h T aw 7k~ AERA L ROV BB L OFE
THWTHh TV, PHEABID,

13 J-LET IV

B 1-3 DX DI Sk BT MIZIRICIE SRR TCB W CROTERAER J) & o
HER LB 22TV ThDH, ZHUCHES S-LHEIEK 14 X 512729 [7).
S MBREVERJ>>L)TIET 7 A b—2 3 UIMEE L 7RRW 28, nBod Néel BT
FRIEIEREF(LUT NAF L RN EENT B0 —F Lo DR E WRRIR(L>>) Tk Z > 0%l
S LT EFK T & 2728 D 7252 (w, 050 Collinear B FARIEMEREF (LT CAF & #30)
NHEND, BFAY RS =12)DEEITIET7T TR PL—y 3 UIIROESH KXV CAF
& NAF OEEFFEIRIZIBWO T A B RIEHESY [8, 9], $£72 CAF & FM OBEREEIZ BV
T@xt/2774/&mkﬁiﬂémﬁ%~ém1méUma_mgw & Bk

& LT, WETTI 5 X 9 IZ(CuCl)LaNby,O; o OEHEYE O Hns Z & &
oo,
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Syl Jy= oo

1-4 S = 12 Ji-/, ET VO—E) 72K
[7]e NAF I&(x, n)%D Néel i iRk,

CAF [ Z(n, 0)LD Collinear B [ 58 BEPERE . FM
130, OB DR T 2R T, KRBT LT

LA ES

CAF & NAF OERGEEICBWT
A URSFEDY (7, 8, 9]

£/~ CAF E FM D

ERERICBOTIA Y Y R~TF 1 v ZFN
[I0]ENENTE STV D,

1-4 (CuX)LaNb,0; (X = Cl, Br), (FeCl)LaNb,O, D& & ¥t
AHFFE D g L 77 5 (CuCl)LaNb,O7 & (CuBr)LaNb,O7 O & Btk IZ W TS5

[11], RbLaNbyO;, (CuCl)LaNb,O; }2 TN CuBr)LaNb,O; DRI

S SR X AREHT(

ETEFEE LTI T L5225 2 &3 TE, RbLaNbO; 7% a =3.884(6) A,

¢=10.95(4) A, (CuC)LaNb,O; 73 a=3.879 A, ¢ =11.728 A, (CuBr)LaNb,O; 7%a=3.9025 A,
c=117168 A TH 5, c hEXILHEIH TO8AFEHE AL TWADIEI Ry ICHI - T

[CuCl] £ 72 IH[CuBr[ % F N EA SN0 Th D, IKIEARIEIC X
FEEETEDBE X L REHESRIEIC /2D Z 3D 72 < 7 nas,

DERLTEmEI,
BOS#% OWE TS B —

7 EFFOZ D BREREITERE IV, W2, RBAEEEICRT AR5 MEORBEIX
BFGSCTH O BB O T RZ T SRz,
so0 b 1 Y R I ] ] ! 3 _
o = 2 . RbLaNb,0, 1-5
3000 - A a=3. 8846{0}%— RbLaNb207, (CuX)LaNbZO-;, (X
- = - ¢ = 10.954(7)/ 74 ° N
g g 8z =Cl, Bn® X#REHT 7 —2,
2500 .;*'ﬁ*fg ‘N Lm c‘% A i"‘wws‘%&m} MM&M& J: D }i}‘ﬁ"“l‘%"@ hko @ [:D_
_ SRIE (CuB)LaNb,0, LS
= s g I EL PR D
% 20003 é 2 a=3.8994(6)A 7] 7 RLE IR EZAE L7RvDs,
E 3 2l .. = S emILT040A | 5 LT00nAMEARIZ ST b
= 1500 | ziTiEs seetl ,, _ ]
1 %&Mw& ] LTVAL Zoxdc
1000 (-~ (CuChLaNb,O,| 4 DORJSEE TOHEA (0.8 AT
=3.8805(3)A ) 7 +23 + T AR
ol hd 273 ng{g}ﬁ | E) X ROZA[Cuy] T loss
ENTZHTHD,
| |yl -
o e — W’“’"“ﬂ*@’
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29{degmc)
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1-6 127" (CuChLaNb,O; DHMERIL T= 16 K AT 2 BV TR TRt (ka8 o 7 1
— Rk ERL, FOHBT — 0 TAKIIPu~LE TS5, ZIUIRIENREEA

EU—EHEREBICHLZ LR L TEY, EREIERERMEFEELIEICLY A =23
meV DX ¥ v 7 H b D2 EAREINTWD [12], 202 &R TR~/ Ji-h T5F
MBI DA ARBMEERIEAE R T 4 v 7 ERVICEERH D EE X B,
RN DO TH S, £ I-BBEERLBRRIZBW TSRS H, =103 T TRILDL
B ERYERL, ZZ TN ) VIRR—XT A i o Z A EEHE (BEC : Bose-Einstein
Condensation) Z#Z 9 &2 b5 [13], EEREWT L2, ZOBRAEIEORE Sk
BEE 13 meV ITHIE LT, FEBEMEFSETHELRIED S AL bl X v v 7 OE X
g0 L/hEV, Fio, BETHAWEICBOTH H~ 10 T AHI CHEHEREE® 4
BT Z ENHERRSILTEY ., HERIZ/RV BEC OBE 2 L ORREM S IREINL TN D
[14],

—J5. (CuBr)LaNb,O; DHERERIT T=36 K T7/ u— FiafkE R L77ZH%, T=32KIZ
CIORBEMERRRA IS L7232y © Z2oRd, T REIPTRIED S, (CuBr)LaNb,O;
/N CAF SRR 25> 2 EAVR S 1-7), Ji-h BT LICEIT S CAF FRICKTIG S 5
EEZBZBIVTND [15], F£72 I < HERIZ 7 o THEE O RLFEPER(CuCly,Br,)LaNb,O;
HEMINTED, BLREZ LT 5%0 Br &#y(y = 0.05)T9 TIZ CAF JREEIZ
T D [16]

{ ' 1 N f f ! 7 f T 1 i
(CuChLaNb,0, TR
(CuBr)LaNb,0,

e
o

-3

¥(x107 emu/mol)

f=1 ~ R < L)
T T

-3

1x107 emu/mol)
<
T

0 50 100 150 200 ‘ 250 300
TK)

1-6 (CuX)LaNb,O; (X=Cl, Br)OH R, AT X=ClLIZ oW\ T, WUAILX=Bric
DNTOLDERT, MH L bEE T =Y —UA ZHNIHE S 23 RETX=CliZ T=
16 K fHEICB W TERRTEMEREE D 7 0 — Rl kE " L, FO%T — 0 TAK
e~ T D, ZIUTARMENREEA Y —EIBREBICH DL Z EEARLTNS,
LU TX=BriZ T=36 KfiT T/ m— RRRKER L2, T=32K CIBBMEERE
VRS L7 v 2759,
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1-7 (CuBr)LaNb,O; {2551} 5 CAF f&&i#
&, REITHE LA E 2w, 0 ORIk EE
RH, POENICER L TWASZ EERL
& TU\D [3CHK 15 Fig. 1(a) & ¥ E5#),

cE

$al

K; b

Flo, AT TN K DT OB AT, BRI EREICEDS DS, A A4
DHRZEEDLT, o 3d BEEBERBIZBVWTHARETHS Z 28, Wiley 7 /b—7I2 X
STRENTND [17], ZIHE S=12 B+ A E 2 R(CuC)LaNbO; B A BB+
B S BEZATRERREDTD, WYEICHEEN b END, PIZIE S=2 DR THD
(FeCLaNb,O7 {38 — /VIRE Ty = T8 K O SRR Th 2 Z L E ST s 18],
Eo, FHETFEHTIC L VBESEELHT LN TEY, (CuBr)LaNbO; L [F4k CAF TH
HIERNDNoTEY [19]. HHAR Ji-hTT 0 E OBE ) LB, £/-Xn 7
ATA N7 ey 7 DFEET HEE n = 3 IZHEE L72(CuBr)SnNbOyg 72 E1Z38W TR
{LERRIZ BV TEMEALD 13 L ZAIZEFHLEINTZB LTI b= 85 Z 7%
ELHEINTIY [20,21], A A HEONZ L V&N ERN R LR
LTWABIZ ERIDBZA,

1-5 AHFFEDEEY

RO K SRR A A AR S E O TARR SN 72(MX)4,-1B, 030y (M = Cu, Fe; X
=Cl,Br;4=La, Sr,..; B=Nb, Ta; n =2, DIZB N TN ONDHF LWVVFENE LN TV,
L7 L, (CuChLaNb,O7 D R ¥ F v » TR OS2 & 2 6 OBBREE \BEE DO LR
WCDOWTIEEL L - TR, Fio, M A, B, n 72 ED/RT A—2 — NI R
FTHELFTSNON TN EDNREZ, LoTINGICHTHHAEZELTOIZLLT
DibEWM TG L., WEER MR 21T - 72,
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A URBFEIZLBBIRART T AN A PO, &, WorE TR

1-5-1 2REEFR(CuCl)La(Nb,Ta,),0,
1-4 #il2 T A B0 —HIEWE(CuCl)LaNb,O; & CAF T % (CuBr)LaNb,0O; DA EEE
F(CuCly,Br,)LaNbyO7 23307703 5% D Br BT CAF (TR L T\ 5H Z L &~z =
X, (CuChLaNbO7 ([ZR T HHJEA & —FHIERIESBRER S O TIE R ZFNET
EARAEROEBIZMEBLTCNWDLZ LE2RTHEOTHDL, LPLEBBL,
(CuCl,,Br,)LaNb,O; TIEfEE %8 5 [CuCl] @A E#E Br BHUC LV ELSN TR Y | Btk
WCHE 2570 AR ADEENBETERVDOLEFRETHDH, £ TARPIFETII u
&xﬁ%%?iﬁ<\%M%@Mﬁ%ﬁﬁfﬁ@bté&@%%&mmMWMJ@ﬁ7
AR L. TOYHIHBEZIT -7z, AR THEEO Cl-Br R EIZEZRD | [CuCll BIZE
EPMZ LN TELTIRESN TS, £72. N RN T DA A 8803 & H 12 0.64
A TELL22]. 7V FLRADEEL C1-Br RIZHETORanWbtEZX OGNS, Zb
DRT, ARIZ(CuChLaNb,O; (2% D EHN R AT L ETH#ETH 5,

1-5-2 “&ITA B2 FRMCHLaNb,0; (M = Mn, Co, Cr)

1-4 #iC, A A L AHS)ED Cu DMIZHIAL 3d BERERA A IO TEDTHD
Z LT, L L7edd B E 3 B (MCHLaNb,O; DRBHMEIZ- DUV TR, M=Fe LIAMTIZ
M = Mn OE R OHRERBIE [23]1035 5 DA TR EFAROCN TRV ONREIRTH
%, ABFFETIT M=Mn, Co, Cr DRAIZOWTFOMHEHE 21T -7, BN M A
I OMEITT T2 THY . dEBFEIITNEN LMn), d(Co™), d(CrHE 7o
TWb, ZNHIES=12 BEFAE L HRCUC)LaNb,O, B A B S 2 E 2%
R ATD, BFAYLVRETHA Y UCROKE L VS S CHEICEER G -
S

1-6 AFHSLORERK

AR SCOMRE L TFIORT, F—ETHH, BAL LTBR T AT A FOE,
FTNEERL LA 2V BHEG, & L TENC L D E SN - WEREOMEE K OWE
ﬁEﬁ%%i@A&%?»&%@#ék“@:ﬂi?@ﬁi:o%fﬁ&koik\
TNODOFRRZZT TORBILOAMNEZFHTL LTz, BETAUIEICERE L TfTo 728
%&@Aﬁﬁﬁéﬁﬁbt% E= ﬁ“ﬁﬁ@kmﬂ7zﬁ4F@wMMMmﬁm®
DERR EMFTEIZ DWW TR, RWTEHEHETEFOBIEIZ DWW TEHRT 5, FHE=X
TIRITTA B L FR(MCHLaND,O; (M= Mn, Co, Cr)DE K Ol 217V, eSS
IZOWTHLMNNIT D, BREBICERNETHE, ARXOFE LD LESBDORBEICHONTIR
~_5,
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BTE EROME

2-1 AR

i Cam U D #E (CuCl)La(Nby,Ta,),07 & NMCI)LaNb,O7 (M = Mn, Co, Cr)ifd =
TREET TOEREHEICICI A, BZEHRTOA F 2 RIS &V 9 ZEEFEO K
ERETCAR LT, £ A4 RHRIEORE - 725 RbLa(Nby, Tay),07 - E /LI L
T 25%1E%I D Rb,CO; B MU EEFREL D Lay0s, NbyOs I U Ta0s RS L 850°C, 12 B
FCHIRBEX 21TV, B - IREDODH 1050°C, 24 BRI TABEE 217 -7, BERkTL.
O L 7o ARk LIS B 21T 9 Z S IC LV BIRERD & REH#, i
B USRI e a Bz, WICEREEwE, Ar FERITO 2 —7 8y 7 AT TRHE
L& &E CuCl, 72 K DERERNT A REPREZIRE, Ji11E/3 by 7 RFICEZEH
ALT320C ~390°CHEE CTH—RMUL S ¥, £0%., BIRERDERED T DTS
RIEZAITV, ZNEEBRS YR EET, SFMIE =R OEREICED,

2-2 FEFEE

Bk X AT EEE 1 Bruker #1854 MXP21 system & AV 2, #&EO T 27 —)LTD
R AT, RRFNERNT SRR (WERRGFHMIRR) (T T R ABFHiRlstt
(JEOL)#.? JEM2010F 1787 & - BH#% 85 TEM(transmission electron microscope)t 2 )& L
7= EDS(energy-dispersive X-ray spectroscopy)2&& (2 L DK 0HT(TEM-EDS I ) 21T -
Too AEREEJEIL200kV & L, #BHIA Z 7 — L2 F LELER T X IRE LRI A M)
ULzt $ARD A v o RICE S EBEARE L L,

2-3 WptERIE

TR E 121X Quantum Design fE#LD SQUID W& FH MPMS % AV /= IR ESFIL T=
2-300K T, W5 H=01~2T TITo7=, BEESELRIE I IR RFEMIENTIZERTIC 3
WTo VAR TRy hEAWT T=13 K T{T>72, (CuClLa(Nb,_,Ta,),07 DMK TN
FERME T BGELIE O 72912, B AR 7 S E B B EE IR 7 1 R A SR O E0E 3

FIFRR-3DPNCERE S 72 SR KRR S8R O =857 Jeds SG(PONTA) & FV =,
TELZIX(CuClLa(Nb,  Ta,),07 (x = 0.3, 0.6, 0.8, 1.0)DEy KB 2 Z 1 F 4108 20 ¢ V=,

B A B — A DRIZ PG(pyrolytic graphite) 7 « /L% — %% & L. horizontal collimator
1% open-40’-sample-80’-80° & L 7=, & 7=(MCDHLaNb,O; (M= Mn, Co, Cr) DR P E1Tr
BIEIZIX, LR PSRBT ZERT O R 7 Bl 248 HERMES 24/ U7z, HIE
WCHWEERRHIN S g ToTH Y, E-FHETFROERIL M=Mn, Co OFREHIDOWT

1L A=1.82646A . M= Cr DFEBHI DOV TiEA=1.8204 A TH > 7=, (MCl)LaNb,O7 (M= Mn,
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A4 RPN L BRIRRO T A4 FOeH. HE. JRTE R

Co, Cr) DR PMEF-EHTT — F 12O T, RIETAN-2000 712 7T A 24)ic kb2 =
L— g VEITD, BBRE—A LV FORZIRVAEVOEMICOWTHREAS Y 21T
=77 LI E 1 BUR KM MERFZERTIZ C Quantum Design 58 PPMS % W TIT 572,
HECITBmRRR 2Ly N TELEDZH, 2X2X0.5 mm’ (Z5A Lizh 0% v
7mo T THOFENS & OBEMAE R 35720, D ED Apiezon N 7 — AT
FhBLEESEE, WETBEMEZHWTIT -, 2 24 A 2 R(uSR)EIE
WS FEONR T —R=ZobT VT 4y aan BT REOA T 77 M —
TRIUMF [ZTY{T27=,

BEo=E SREEBER(CuCHLa(Nb,Ta)0; DA L HERE

3-1 ARk

3-1-1 RbLa(Nby.Ta,),07

(CuCl)La(NbTa,),07 D& R Il # OERRRUSE & A A ZZHED Z B OB s
VETHD, GlRO7a—F vy — &K 3-1 R L7, FERE LT,
(CuCl)La(NbyTa,),07 DR & 72 2 2R E R RbLa(Nby, Ta),0; DERR AT 272, FHAL
x1£x=0,0.1,0.2,03, -+, 0.9, 1.0 {Z DWW THBKERA72, RbLa(Nby,Ta),07 %, FERL
BT & 5 RbyCO;, Lay0s, NbyOs, LT Tay,0s & VW 7z iR B FOSEIC K-> TER S U
Do FHBEMEOEHIL, LLTOFNEIZE> TiT 72,

FT. Ar FES T 0 BE 1.0ppm LT, ORE 1.0ppm LA F)D/ m—T R 7 A
(UNI1ab2000, MBRAUN)HZ T, Rby,COx(99.9%, L7 AZ U 2 7)), La;0x(99.99%, L7
A2 Y 7)), Nb0s(99.999%, LT A XU v 7)), KT Tay05(99.999%, L7 A XY » 7)
% ENE EILIZ L CRbCOs: Lay03: NbyOs: Tay0s =1.25: 1: 2(1 — x) : 2x DEAT
FREAAT 272, RbyCO3 IXFFEMED TR MEE Z R 0720, BERIRIC— 3R L TS
\ZLBRENS % TEIDAREMED 2 O T, BHAMEIZ LT 25%m@EEioimz 7, %
D%, ENOEREG LIEHEREZ 7T 52110 A, ERF TR S 72, 3F
M7RRESMFIZLLTOBY Th b, £7°. 1 BHIZ 200C0HEIE T 850°CETHIE L.
X HIT 850 CHE £ 12 FRFfEIfRRF L7k, F|IRE T 1 BEEIC 2000COEIA TR L=,
FD%, VNV EBRELGRE L%, 1 EFEIZ 200C0OEIE T 1050°CE CHRIE L.
1050°C % 24 BERI{REE, =D& 1 BfIZ 200°COEIE THEIRETHRIE L, &Iz, BH
W& Td % RbLa(Nby TaO7 3KIZAEETH U | 23D RbyCOs KIZFIETH S 9
HEEZRA LT, ol EREHIx L 20°CRE DA 4 238Kz X A% e %
TV, RGO Rb,COs HHD Rz, F 0% 120°C ORI TR 2 B0l S H7-,
T HELISEES L%, 1 FEEIZ 2000COEIE T 1050°CE THIE L. 1050°C% 24

— 503 —



el #

FRfEIORER. £ 0% 1 R 2000C O EIS CT=IR ¥ TR L, AT #H % RbLa(Nb,,Ta, )0,
2187,

BEFHSRERE RC0,, Lax(h, NbaOs, MK Tas 2 E& 3.1
| -
‘ B3, 120 f?’C{Z’\{%’ &) 1050, 24k (CUCDLambi—xTax)207 @/Ej\
BB sk L ORSIEE (RSN RLCO, Bk, 1200 CEE RRTMET B —F v — b,
i A
1650°C . 24 1 B— B PRI TE SR O EAE
i Y ) > AN
BAEE&Y RolaiNby, Ta ) 0- 285 JRIRIZ X Z"{ZMB YD
i+ ! - B, BIEBMETA A
T + CulClh (Ar B E
! IR L5 B EY
BEEREEON s MR .
. DEMSTETH D,
E s i
2070 |1 week
i
o A EHERIT F SUEETIEE (RBCL S e CuCLERE) . 10U TTERE
i
%ﬁﬁ%&hﬁﬁbﬁ&&JT@bﬁ?éﬁﬁa

3-1-2 (CuCl)La(Nby,Ta,),0;

BITERRD L 912, BIRMEAHOREE R O EEEZ 08k Lz ECTEBLEY
DEREFT T, BRROBE_BREL LT, 3-1-1 i TF b7z RbLa(Nb,,Ta,),07 % FHAE
L LTHWT, 2REVER(CuChLa(Nb,,Ta,),0; DERETT>7-, (CuCl)LaNb,0O; D&
RO IEH(E 1-5) 251 LT, WRDIRIBA A RIS EAT > T,

RbLa(Nby Ta,),07 + CuCl, — (CuCl)La(Nb;..Ta,)0 + RbCl & 3-1)

Z OIS T ARV AR CuCl, BEXRF TEZ IR SN HME R/
BEII AR L 9 Ar FRFAR T (H0 IR 1.0ppm LA T, O, IR 1.0ppm MT)OD?
n—7 Ry 7 AR TIT o7, £9. & L72 RbLa(Nby,Ta, 07 & CuCly(99.999%,
Aldrich)Z /L EH T LT RbLa(Nb,Ta,),07: CuCh=1:3 O TRE LT, 0%, EE
Fkb RO~ 1 > b WML ThEIa—TR 7 ANTRA, Ly 7 AFIZA
N, Ty 7EOHTABJRIZEZ L, EblcKKICinent Sy 72
%%TE£74/L_@ﬁ7X“E%@DHH\&mfn—&v—ﬁyf\%%ﬁﬁ
VITHEZECB W b, WA= —THE U, U A vy 7 REEZERIFIC
AUC 20°CITHNEA L | BB &7, Bepkts, B0 i L7382 B o IRE5 L
(CuChLa(Nb,,Ta,),0; 25/K, ZBRHF CLEICHFET 5 DIk L, RbCl KT CuCly | ink iz
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AF WP LLBIRRO T AN A P OEK., EE, ZIRTTE TR

AETHLOMEEEZFME LT, A A ZHARE VT, WalEEEZITV., BIAERY
® RbCl KN CuCl, ZHY fW 2, D% 20C TREMZEESE, BWETHDH
(CuCl)La(Nby.,Ta,),07 Z 1572,

3-2 HHFEE

3-2-1 ¥R X #REHT

RbLa(Nb,Ta,),07 & U CuCl)La(Nb,.,Ta,),07 DFREHEEHIZ DWW TR S, 3-1 §iTE 5

NI B RARFENOWT, |IRIZBT 2K X BREHTHIE O 2 732 3-2, 3-3),
%9 RbLaNb,Os, (CuCl)LaNbyO; (x = 0), % L C RbLaTa,07, (CuCl)LaTa,0; (x = 1)DEIHT
INZ = BB b ATGRFIZLB. Wiley (IZ & » CTHRE SN B2 — & —F L,
EFETI 7 — B8 E 25017 [3,6,25], TRHEMRIZx=0, 1 OEH % —ELEn
BRILTWD Z R RBEL, RIZVEE LZEP T — o T, RISHTR T
©ONDE—7 (ENEIEANEA R~ 7 F L THB DX L. (B0)D v — 7 (B354
EELLIRNWZ ERRLNS, filé LT, RbLaNbO; 7> 5(CuCl)LaNb,O7 ~D 1 A %8
B D X BREHT/SZ — 2 Z B L, (003)D B — 2 73 20 = 24.46°7° 5> 26 = 22.78°~
7 RLTWAB—F, (110)DE—27 1326 = 32.60°75 20 = 32.62° L 54 E 2L LT\ 7
Wy ZOE DI ¢ PHRAISHTE TR L T DD Rb I o T[CuCI] #7233
ANEN=ZDTH D,

| 3-2 RbLa(Nb,,Ta,),0; DR X f#
b SR S 2 =0, 1 DB S —
b R s B, EHRTI T
- | x=02 B E 2 bz [3,6,25], TREHE
o Bl x =0, 1 OEPTNZ—EERN
- HILCTWDZ b, FEEOEYT
g L TNV S PSRBT EFERTI T—15
E Lo 203 | BREA LR,
E l L x=04
I,L N . x=0.3
1 i i f x=02
L, . x=01 |
1 1JL S N i
10 20 20 40 50 60 70 20
28 (degree)
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el =%

3-3 £ Y (CuCl)La(Nby_,Ta),0; DHERER (0<x<1) OFREHZ W T FERIZEHT
= PIERIC Ty =T THHI L, PRMEMATHHEFICLOEREZRF->Z L
3R E T, BUGHTE T001) D ' — 7 (LE N PR AN~ 7 » LTV 2 R, (7k0)
DE—IEITFREEL LN E WO R b @ 2, I 3-2, 3-3 IZRT L OICERK
ENTERERCEMEEMO -7 132 CEFRE LTEEMTINRTE, Rt B
HIONDHE—TIIFRD LR o Tz,

%g]g ]{CBCI}LaMI-xTath? 3-3
o (CuClLa(Nb,.,Ta,),07 D ¥R

X RS2 —r, x=0,1 D
mF S Z — 2 id|mE & —3&
L. EFRTI N5
Z B [6,25], FREFERI

=10.8
— |4 MW_L__M xzoj 1@@3&)’?/\05"“‘/@ﬂ:
;;, _ i LJ b AT BEPILTVBZERD, R
z Coe | EVEBLEERAY -
= W h h ade aa a A .\x_ e
5 Lo TIN5,
=y L , x=05
x=04
x=073
L ,\‘__,L._._h ¥ T Y Y ,\X:&a
Bl W Y \ x=01

101 =
TR O LD

10 20 30 40 50 60 70 &0
20 (degree)

WIZ, (CuCDLa(Nb1Ta,),07 (x =0, 0.1,0.2, ..., 0.9, LOIZOWVTINL DD E—7 Zi&A
Th/DN T RIBIC L A FEROBEFLEATOEME T H72 0 OREZHE L, R
Z—Z LORT(FE 3-1), & BT 3-4 12(CuChLa(Nby ., Ta,),07 DI F 3 OFERMRTT
AR Uz, fRE LT, TP EBITHEBICE VIR EE (L LN E WS Z L3 Do
2o ZHUT, EIESEDZND ROT OA 4L EEBF U064 A [22)THH-DEE
A5, T E TR IR U7Te 2R ER R (CuCly,Br,)LaNbyO7 (2B T CT
& Br DA F R B T DI BN RAAR2 A b R T 5 [16],
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A F YRGB L BBIRARO T AT A N O/, BE. ZRouEFRME

30— T T T LR L8l
i .-" N
3.895 .-
# o b-Ta) e — 11.80
3890 _ ‘; @ {CI-BY:I }(,I"H’
i -
o - S - iLE
) *:;:?F"‘ff"'i""i""é""5"‘?"'%“"{””{ x
=3 880 & — 1176,
3 e
3.875 — _ & L. 5 1 § % %
& 3 5 3 T 1174
3870 {F—r g O ¢ (Mb-Ta)| -
B A—E\z A c{Cl-Bn | L 11.72
3,865 — \.
3. 860 | | I i ! | | | I | 11.70

6o 0t 02 03 04 05 06 07 08 09 10
| x(Ta) or y(Br)
3-4  (CuCl)La(Nb;, Ta),07(BH TiE Nb-Ta & #F370)& U(CuCly,Br,)LaNbyO([XH T
i% Cl-Br & R DT EBOMBKTFE, BAKOCRB=AIIZNEND aitRZ. H
A THZAIFZENEND cEREEZR T, KEITRT X 2 I aBiRIZOWTIIERIC,
c BHEIZ DWW TIIAEIC BB 2 150 Lz, BT o BiRICBIT 2B E . ERid e
R AR FRT. KO X 5 I1Z(CuChLa(Nb,, Ta,),07 D& EFDFRIZ X
DFEE{L L7200 DIZx L. (CuCly,Br)LaNbO7 1 IR (LT 5,

x a(A) c(A) V(A3
0 3.8835(4) 11.739(1) 177.04(4)
0.1  3.8824(12) 11.736(3) 176.91(12)
02  3.8831(12) 11.740(3) 177.03(11)
0.3 3.8838(9) 11.744(3) 177.14(9)
0.4 3.8827(9) 11.733(3) 176.88(9)
0.5  3.8824(10) 11.739(4) 176.94(13)
0.6 3.8838(9) 11.744(3) 177.15(9)
0.7  3.8825(17) 11.742(5) 177.00(18)
0.8  3.8839(14) 11.747(4) 177.20(14)
0.9  3.8821(22) 11.751(5) 177.10(22)
1 3.8830(34) 11.748(8) 177.12(33)

F 3-1 (CuChLa(Nb,.Ta),07 DT EE S OMAFE, FARRIC &V 5 &L Lo,
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kH =

3-2-2 TEM-EDS

(CuChLa(Nby,Ta,),07 IZEBWTER L TV A N A A & Ta' 1 A4, [ UASIEk
DEVEIZR L TEY | A TH UMMEGHEOE U1 482064 A [22)E & - T
WD, ZDOZENL RRICBWTHA A 3FEFIC L EET 5 2 LR IGHED,

B, FD I EERHENPD DHTHIZx=0.2,0.5,0.8 DFREHZ-DVT TEM-EDS (& & 5306
BIERE T2 2 A, BEIOBEBER S . Nb (F7213 Ta) HROHEME X BRAEH S
7-fEEN D Nb (E7213 Ta) T 28 E DIERFICRLS —H L7, flE LTx=08
DEENZDWTIR 61T LTz, Lo T, 2o OREFCIEfENNZ, Nb, Ta JF T2
FILEI BOAB=Nb, Ta)7 2 v 7 H|ZH—|{ZHA LT D, OF VMR EEANE
SRTWAZ b,

F/UE  (CuChLa(Nby,Ta,),0; DRERR KR TELE

4-1 (CuCl)LaTaO,
4-1-1 HHERAIE
AETIEET x =1 THDH(CuCl)LaTa, 07 D% x = 0 D(CuCHLaNb,O, & i L,
RN TEERICBIT 281428587 5,
4-11Zx=1 R0 DH=2T TOFEFREDHRK R LT, x=1 ORI x =
0 [AIRIEIR(T > 50 K)IZ T(F4-1) Curie-Weiss BINLZHE S,

x=CI(T—-86) (z04-1)

ZZTCIEF2—EE, 0 ZVARBETHD, 74T 4 7I0E0F 2 —3E
¥ C=0.410emu * K/mol KONV A ARE =—-12K 2157, BEMIZg=2L Lz L&
DCEAF 1 EATOF 2 U —EEOMED 0375 emu « Kimol THBZ b, fHE
FIZEENTWEIEIEETD RO A Z U B[CuCl ~ERZREINTHNDE EE LTIV,
EBRE S EREAE 0375 £ 0 L RE L RBDIT Cu®" 2 & TH Y more than half T 50> 5
ThbH, TARERE 0=-12KIZ(CuCHLaNb,O; DZFL (0=—9.6 K) (Tt 72072,
1BIZIR o TG, —JF, WMBEERNP T o — FlBRE & DIRE K= 115K iXx=0D
i (165K) O 7TEFRE TH D, BLRO T 10— RARBRIIRR TR BT 7ot
BThb, KIRTOEEBNTHLD, x=0 OFBERIZIAY L —HREBE KM LT T —
0 (2 ho> TEBIZED LE oz ) OIZx L, x = 1 DKIR TORBEEORD I3/
Sz sh, EEREBIIRSBRFRE TR0 HFS LS,
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A4 F R EEIZ L ABIRRO T AH A4 NOESK. EiE, ZIRTTE TR

T 1 1 71 10 X 4-1x=0,x=1 D¥ERERRK
15 © (CuChlaTa,0, 1 O x = 1 OBHRE, B
* (CuClLaNb,0, _fo _ ) _ .
> Curie-Weiss 7 A w7 A v 7 DfE
- 1 E BThy.x=10U1 RBEE
S d¢ B
E 107 ° 3 9=-12KLREbLIE, &
: % o RITRNT, B — IR
O R < T © RBcH S x = 0 BRI
Z 5E""“— 1 T s
= XPEE Mo TEREIZED L
_2 . . N
i Prlzfhd DIt x=17T
S TS ERCOBREROMD b S
0 50 100 150 200 250 300 <. WEREBFIRETH 5 & HifF
T(K) ns.

4-1-2 TEBESRE(CRIE

ATEI Cx =1 OEEREN A —EHERE CIIRBIBRFRETH A5 05 2
CIZER LD, M4-21TR LT T=1.3 K OIS LE DR RIT I ETHEL T
W5, BB, x=0 OEBHERYLEREMERIE CIIA Y —HEIEREA KB LT 10T fF
TE CRALDENRFE TH DD L.x=1 T ErBE» ORAE S BN D, F2,
WACHIRI T 22 TAHE CRIMICET 2 E TR UEUTTICTH D, 2D L 5 B TFITMMic
5125 B I(CuBr)LaNb,O7 IZEB W T H RO TE D ARKITTET A B RITRHERI
A IR ERMT HHDOTH D [15], - T, AR TIIRONETIRBFEL
TWAHIZENRBEIND,
- M42 T=13KTHLR
1+ = T=x=0K&Cx=10D5EES
I T BHGERR, x = 0 OIREEE
BALBRE MRS TIE A
v —HIEREES B L
- 1 TI10 Tk T bofE
I | MEEFETHDDITH L.
o | x=1 TP oM
[(CochLatorTed0) | fpassrE, BasoTHY B
o T T e T T T T AEEREICHLEER

H(T) SY AR

M/ My




JeH %

4-1-3 PHEFEIPTHIE

HER R OB R LR ARIZ £ 0 AR SRR IRRE O 2 B D NC T 572
DITHRFPEFEFT 21T 72, B 43@IR L2k 21, 17 K TRl STz
RSB 1TK TSN, ZUIERE—7 ThhH B2 b, (120 1/)ITRIET
L ERDoT, WZICARII(CuBr)LaND.O; L [FIU < CAF ThiHEEZHND,
FIHMRET—A POREST 069 £ 0.1 5 & HFES AL, ZHUF(CuBr)LaNb,O; O
0.60+0.11 i ERIREDORE X ThoTe, 72K 4-3(b) 1Z(12012)DERE—7 DR
BERGEEEZ R L, M) RRMEEBEEIY n =7 K HETHY. 2
(CuBr)LaNb,O7 D Z (32 KN HATHI 15 fi5 & /b SV, E7280fnmE S Hy (~ 22 T)PH
PR & 72 BIRE Thoax (= 11.5 K) H(CuBr)LaNb,O; DZHUH, > 65 T, Thnw = 36.0 K) &

DY, BEEI1BFEENAZV, B2 x = 1 DFAEIEHO K E &XZ(CuBr)LaNb,O; DZ 3L
oy hEntEZ NS,

o 23 T i I ! 1 I 1 I

5 (a) 3

&

° il x=1.0] { |

AR 5 3

z 9l 0 3 i -

: 2y ﬁéi ¢ I

O I § | | il | 1 I |
17 18 2 4 6 8 10

2theta (degree) 7 (K)

4-3 (a) x=1 OBRFETFEITREORE, BRILT1TKOEE, BIAIT1TK DL
ZORERERTHY . (120 VDIZKGT AR E— 27 Z8H U7~ 54T guide to the
eye TH D, (b) (12012} R[ — 7 DIREFRIFME, BIVERREIXTK I s R
D Oz, FEHRIT guide to theeye TH D,

4-1-4 HLEBIE

A4-4 | TR LT DI C e BB CEl~ 72 O/, BilciBEAZ LD 7uy P L
HLOTHD, Inobnrd L2112 6~TKNEICE—2 28>, Z OIREIIHMHEFET
MRS S TEMRERFORE L L —HL Tnd, REBE—7DPAZHETTND
DI R 2 VT2 7o DI R B TEYRE R D LEE T o o de, B
FHHEDOTHRELEZ LD,
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AT VAREI L ABIRRO T A0 A P OER. BE, RjeEFEE

L B A AL

(CuChLaTa,0, o
0.6+ o

4-4 x=1DOHEBREITEDOFER,

U 6 ~ 7 K fHIEIC £ —2 AYEH &
g““ T . BEEFEHSL BEL R
& FEBEEL L —K LT

0.2 7 7a

ool + v v
0 10 20 30

T(K)

4-1-5 BE

(CuCl)LaTa,071X Tn~7K @ CAF TH ¥ | BEEA v —HIEYE (CuCl)LaNb,O;7 & 13
HBHTH D, ZHUIEANHEEROBEDPEL LIZZ 2 BT 508, F 8Tl
Rz LD ICEFE OB T ERIIZIFE U TH 0 | BEERICuCI TR 5 CIr &4 LB
BFEAEERORE S ROEDH®EFE EE(LETRE STV 5, P 21T LaB,0+(B = Nb,
Ta) w2 7 A4 NEIZHEIZ[CuCl] BeEE 2 TR T 5 A—H—D&xEN %2 Ri=3 7707 T
TN EEZBND, BB, Cu-BOs-BOs-Cu D&V D BOg NERZ I LT~ B A
YERDO/RAPFEL  Cu-Cl-Cu DR LFERRICEE TH L Z & Z2me LT 5, FEEE
HITD(CuClLaNbyO7 {22V T D NMR OFERIZZNZFHFL TS [27], RIS, Nb
BACHROBBRIRSENFE L TR Y . ZhiE Cu¥' D dB322 — HEE 2@ L /- i
HERD S DM 4-5)720 LR EN TV D, 2D X 512 Cu™ D d(32 — B KK~
FNFX—% DN E LD TB L EEDOHDRY S=1/2 /=0 58T InCupis V503
DIBFHILTNS 28],

4-5 (CuCl)LaNb,O7 1231} % BOg
NEEEIT LT A BAER (R
H) . BAIXCuA A, REWVIKE
L CLA Ay /INEWREHDS Nb
A, T LTEADPBEEA LT
B2,
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JeH %

4-2 (CuCl)La(Nb Ta,),0-
4-2-1 HRERRE
AT Ei £ T T(CuChLaNbO; S A B> —HIEWREZ b0 IZx L, FAEEO
(CuClLaTa, 07 MM RF 2 b D2 ERHL MM E o T2, W2 I, 2REES
(CuCLa(Nb,,Ta, 07 DERKIZ LV x = 01281 3 A ¥ —EHIEREO BRI
LEEMEZTRDDITMA, A —EHIA L ORHERBORER 255 Z L 3H¥kS,
4-6 {27~ L72(CuChLa(Nby_ Ta,),0; D H =2 T COWERIIZHAR T EZ RETE
b, BKMEE & DIRE T & x HEINT 5 L EBITRENIZED LTS x=0,0.2,
0.4,0.6,0.8, 1.0 {Zx LNAIZ TH = 165K, 154 K, 142K, 132K, 11.5K), F7=5iEM<T
D Curie-Weiss 7 A v T 4 > 7 DFER U A ZIBEOLH=-9.6K,-5.6K,-3.8K, -3.1K,
—2.5K,-1.2K & x OEicx LRRINZE 32,

16

14+,

12 46  (CuClLa(Nbi,Ta)0; @

H=2T TOHEIER, FRERITBH
R ka2 R TRy, Al

10

-3

% (10~ emu/mol)
oW

6 L BIREE T bx DHANE & B 10
4 RN LTV B,

2

00 ‘ Iti) ‘ 2|0 | 3*0 ‘ 4l0 | 50

4-2-2 FRREGHELRIE

SRR B TR & B RO RFERENZ R 531 4-7), x = 02 K004 DRL
HiIfRIZ, x=0 Ak, BREA L —EEREREZRL WD, BERNIZES &, #bofE
IZEEF ST TIRIREETH Y, RS Hy TR ER-7-0b | #E5EICH
B LTI LEEANIZE S, (CuBr)SroNbsOy TELRI S IL7Z 1/3 777 b —id#iH S e
ST, FTHABNTR U L D IR Ha 1103 Tx=0),91T(x=02),80T (x=
0.4) L FFTTIED D2 PRMANTBD T 5, —F x = 0.6 AEILE B350 6L H
ERoTRY, BERESEIR DO THS Z ENHFFSND, 20X 512 Ta EH
TIE 40%DEHE TA L —EIERENE TR > TEY . DD 5%0 Br B CEEIC
R BREMIREE & 72 > TN A (CuCly,BroLaNb,O; & (3xHRAITH 5,
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A F v RBPFIZ L BBIRARTT AN A PO, Bl SROrE RS

M/ Ms

0.0

M/ Ms
o

T=13K
ECUCDLaOQbLfR&bO7

i L 1 | H H 1 i ! 1 N i

0 10 20 30 40
H({D

4-7 (CuCl)La(Nby., Ta),0; DIRBHBRM LB, x=02 K1 0.4 ORMEHRIL x =0 7
B, BEEACC—ERRELZ TS LTV, #BARIZx=0,0.2, 04 DRSO
KETHY, BERES H, 12103 T(x=0),91Tx=02),80T(x=04):&FETTiLH
LRI T B, —FHx=0.6 LRI x =1 Rk EEREISESEFZ HO
EHIRFE N D,

4-2-3 FERMET M RGELEDE
x =04 TICBITAEERA L —EHERELZBEEENT 572012, x =03 OFEHT
DUV THEMMEAMEFBELHIE 21T o 72, 48 @R L2 Q=08A" LB 2 E A%
¥R, A=20meV OREZIDT RN F—FX ¥y v 2R Lz, LoT, x=03
THEBEAY L —HERELZ O LR HENDO LN, £72, x = 01IZBIT5A =23
meV 75 DOFAMRIZA L TH O | SRBEBHLERIZIB W TS Ha ORUERD
LTHHZELEFELARY, £ 48OWTR UL 51— B EEL Y b L Q
XL T ey b L7ERER, x =0 FROIEEER Sz [12], WA A ~—FET L
XD T 4o T 0T (21T A, XA ~—THOMEE R 1 95 A L Eilths
(B883 AR UUGEREGBA91 A) LD T o L REL x=0(R=88A[12]) & [FIkEIZ Q 2=/
TRMPBEWVEEI CH D Z LB 0 -olz, ZHUIARRNBEHARII A A ~—FF /LT
TR TE RN EWS Z 2R LTS, 2O X I, BE—FEHE) O =HH~
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LH =

DOEBEBORD>BENIx=0, x=03I1ZBWTRELTHY x=04L L FTTOAL L —EIHE
R OMEENRFERETH D Z LSRRI LD,

51}0 ¥ l ¥ l ¥ 1 .’l g‘ 1 I k3 * t /[ iﬁGﬂ ‘ 1 1 K § k] ! L 3 E T { 1 8{}{}
= lex=0(@=08A)r! @] = (b) } o =0
E 003 @©@=10A" 1! | o 03
o H -
— N ;
2 T T o
v 4= =
= b I8
3 S % =
54 &
R ‘;;t:. y AT - g
;:: : - 1 ~4400 &
v M r @ Tl ; —
o = “\g %% 8
£ ; PR = , . =
= P T\, 1 @ [ - | 2
~ /. Pl Nt L - T % xJoo
b4 o o 8 ‘i - i M 3 b
[’ I e . B : ] ] )
o y & =3 i
= T s )
i etk | I et e & IR TR H i | } i } i 0
00 45 18 13 20 235 30 35 o0 15 10 15 240 25 140
E{meV) O (&Y

4-8x=0 (BH) K03 (AH) B 2 IEmiEd T EELRIE O E,

@) E AF¥ % OfER, x=01Z 2o\ TXT=17K & T=20K TRIEL/7-bDDREZE
. .x=031C2W\W L T=33K & T=20K THIELZLDOEE & >TWd, FERE
HOABBRIZL D7 4 v T 4 T OFRRTH D,

(b) FEE—BEIEREND, —HIE-—HEMERE~OBZOC—78EL 01O T
Ty FL7ZbD, x=01C OV TIEE=21meV IZBW\WTD, x=03 22OV TILE=
20meV IZBWTORBEEERL TN D, BRI BUCHLERNT 4 v T 4~
T DFERTH D,

4-2-4 FHEFEIFRIE
x> 04 BB 2 REREBAFHRDL 2DI2, x=0.6 LN 0.8 DFEEHZI DOV T HIE
B FEFRE T o7, RS LT, x=1.0 D7 —Z LREERIZA2 0 UDIZXET 5
MR —7 28 L7~(K4-9), ©2i2, x=1 FIE CAF DA B i et b2 5
N5, EEBEEIIIN=6~7TK TRETHHDIZxt L(IX 4-9 (e), (). 1.7K TOR
HKE—A Y MIxDOBAE & H12050+0.1 15 (x=0.8),0.27 £0.1 1 (x=0.6) & B L7,
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A F YR BEIZ L BBIRRO T A A P OFE. BiE. koTEFtE

Pt
= o~
= )
=
N =
¥ w
i -~
o, Fah
5 2
&
= =]
— =
5 =
St
o
= ~
& g
& =
i w
I b
= e
e 7
w o
- g
fo =
z &
L
g g ~
- S
; 2
o - oS v
i £ e
~L =
X 2
- ‘i o, 52
b PR
*g s
= 2,
e 5
iﬁ E} st

4-9 yRFPHEFEITHIEOREER, @) ~ X 7=17K X017 K 2B 2 HEF[E
Wre 77 AL THY, 20 = 18° FHTiZ(1/2 0 12)ICHeT ARG E— 7 BB &N
Teo DRI ANy 7 7507 FERT, (d), @120 12K —2 O, (HT#HR
B—7 b N7 T ROEOEEREE 27T,
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BRIZH T2 - TIE Wiley 7/ — 7 O#EE2HEIT [17], 5 —FE Til-<7= RbLaNb,0O;
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LTWS, RICSSKATIZERR OGNS, ZOHBITSDEZATHTHS, KR
(Ao TREZEZEDIEFR IR ESRBED, 5 K i1 THERSE EI(Zero-field Cooling,
ZFC) & fged v H)(Field Cooling, FO)D #fRIZ B2 A U(K 5-3 #8AK), FC OHE
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BT AT L2 WATREE DR R E W, L LR S, DR L BRI J-LTT
NEDDo TR T HZ LIZIZBE®RRH D EBoNAD T, ZNERHWTRERTEZITD
LiZT 5,
WS Ji-h BT VBN TR (K 5-11(b) . B 14 & [FERIT 5 BSREZVRER(,>>00)
TIEL NAF 23, o PR EWIRER(>>0,) Tid CAF 328 b3 5723, — 5 CHRE/ &V
TFEL, BT AL RS = 12)DEAIZR B NAF & CAF OBERIZBIT 5 A Y K
FHEK O CAF & FM OEFUZBIT 2 A U R2=T 4 v VRN L THD 31
WE A XY MVAY UERET D & T HEEERIZE - T, CAF KUY NAF O
T A AIRSE O R OMFRESEPRI & 72 DIRE T X N RO L 2RV

0=—4(J, + 1SS + 1)/3ks (= 5-4)
T ax = 48(S + 1)/3ks (CAF) (F5-5)
T gax = 41 — J)S(S + 1)/3ks (NAF) (X 5-6)

ERIND [B1], Z4LL Y M=Mn,Fe, Co, Cr DRIIOWTENENRBL LA J, )
DR TS Ty VE (T, oy J/T) = (5.1 K, 58K, 1.1), 22K, 134K, 6.1), (79K, 11 K, 1.4), (7.8
K,09K,0.12)& 72572, 728 M=Fe lZBWTIXS=2, T =87 K 0=—151.5K Z H>
7= [18], T b & WM Ji-h BT VORI~ v S L2 b DK 5-11b)NIR LTz,
BISGGaRNZIZET A VREIG M=CuDR TIXA Y U —EIRRENER L T 5D
* L Z# 5 M=Mn, Fe, Co, Cr O HL A &7 3R TIIEKFTIREE N FEBL L TWAH Z &
HAECBTEREESEEICENTZ BN, FIMX TR FERS d &
FHEOE N, FE I REAEEOFE Y (M A AR Cl A A DFFFEREDEN) D
R, MAEEROBENIZ L L ERRFR O THL RS EERENRER LE-DOTIE
mWINEEZ B,
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X 5-11 () EFEFIZBIT D S-LTET L,
(b) HELAY Ji-f TR, AEAT DFESR, M= Mn,
Fe, Co, Cr iZZFNZENRKEI TR EINT-HHT
INLET 5 2 ERbroT2, FM (O, 0
TR A R T,

BAE R

KBV CGRERTZERECOWTE LD, SHROBEIZOWVWTEZE LV,
~ 2R EVEF(CuChLa(Nb,_,Ta,),0,~
[(CuCDLaTa,0; IZ8F 5 CAF]

HEIEA Y —BEEWE Th 5 (CuCl)LaNbyO; DEHEZ DO & D Th 5 (CuCl)LaTa0;
N, B TH A [CuCI BIZ T2 M A TV WIT 23 59, (CuCl)LaNb,O; & 135t
AN Tn=TK D CAF THHZ L #HLMNI L7z, ZHld LaB,0/B = Nb, Ta)<n2 7
AFIA MEPEIZ[CuCl R 2R T A AR—F—D&E 2 R-4 7210 Tidde <,
Cu-BO¢-BOs-Cu D &9 BOg N % I LT BB EERH O NRARFET A & &
TR LTV D,

[ EVER(CuChLa(Nb, Ta 07 (1233 1F 5 A & —EIEINEE & BEEAE S BEREE]

4 E VA F (CuChLa(Nb, ,Ta,),07 DEFRICHI O TP L7z, ZHITHIEETH 5
[CuCl" BIZFEMZ TR DI T ERDOEL L UL T o F LR A DREEN
INEL, AV —EHIE L EBEREDOER LS ECIETH S, EREER
(CuChLa(Nby,Ta,),07 (BT A IEA L —EIEREIZ x = 04 T THEELTEBY., Ta
BIIZ L > TEDOX Y v VORE I EETRV LB SHETCND, ZOERTOAY
CBIEEROBBIIRRTH L Z LRI N, T a4V AV UERENE,
SRBESRLIIE, RO EPETEITEOREE NS, 04 <x< 1.0 DFRFHRICE
TITIERIREEDS 7 K CIRIE— & CHRORREMEAE OB B O L RFERNCEL L TR Y |
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AT BRI X BEIRRT T A A A b oG, HiE, TIRITE TR

AV —EIEMEE CAF HOBKHESBEREICHSEEZXDND, ZHICHLT
(CuCly,Br,)LaNb,O, 14 y = 0.05 TEEL di%%z*r%kﬁp Lo TEY  F OEBIREN 7K
=0.05)725 32Ky =1.0)FE CRHENENT D, ZOREYENL, BT 594 F
DENE | ZNBEFEREOITHEINDLZ L ENEBIIBEDLY o ERTHL EE
Z bbb, b, [CuClIBEZEETIEH 20370 5%7217 Br B U 7-BE0 KBt
FDOZEROHIR Y . [CuCll B EZ1RAF LoD Ta B L -BRORK S BEREEL . R E
TR A DUHINE L T E0 D ZEBENHFRDREROIELE B s, 5%
NMR BIFERC T = BELREZE ORIE 2 WS BEREOFEM RS, BERZEIC X
HARFEND EZATH D,

[R—RK 7 Z 240 & OEFE]

Bt(T1 K )CuCls R IPA-Cu(ClBry); 72 ElZB W TR Y R T U A LR AZRIZ L B R
Er—EHEE A ZEHEO I 7 u SRR EBOHE (R—X7 7 ZM) BER S
TN D, 8] 202, IPA-Cu(ClyosBrogs); Ti 0.5 K & W 9 MEIEAE TORIEIZEB N T
Yoy (OEASE Hy £ 7)) THEEAL - —EHIERE T%é%@ﬁm%ﬁtﬁ%
Bz &k > T~/ > BEC DZ#E % RA7- O b I fafnkiis o T CHERS S EREE
EEZ LNDHALOINEA D SR B, WWTRT y PROMEZ &0 Z & VB
SNTEY, ZNPR—AT T AMITHETL 0 IHERH D5 [32], BREN DX
(T1.K)CuCly TlI ¥ u B LRSS Hy F T < H< H)IZBWTH T TIZR—
7T ZFAPBILTO D DR L [33]. 2D IPA-Cu(ClyosBrogs)s TiE 0 < H < H,; CEJE
A —EERENFE L DD, BEFHEIC L > TEMBESE TR — X7 F ZFE0
BNb5aTHhD, ZHICE#E LT, (CuClhLa(Nb, Ta,),0; IZBWTAE L —EIHKET
BHDHEEZTND 0 <x<04DFEIZBONTHRY R U F DR ANIEET 5 ATREME
WD, RE OMKIRIZ I T 5 MBS R OE S B\, F] X 1Zfafukis
ITC IPA-Cu(CloosBrogs); & FRICHALOPTILVEIAY 0 BRI D0 E 5 EITHAESE
BENHRE DL ZATHD, BT, MEZHEHTTH S,

~ZRITA B L F(MC)LaNb,O; (M = Mn, Co, Cr)~

AR W I RI E M OB E OFE R . (MnClLaNb,O7 (S = 5/2)id T = 52 K D CAF,
(CoCLaNbO7 (S = 3/2)i% Ti =55 K @ CAF, % L T(CrCl)LaNb,O; (S=2)iZ Tn=53K D
NAF ThHhoHZ EBHALMNIR -7, TNE TR T /28 IR TBEMER
(MX)A51B O3t D O B BEXERTF %2 & OWEITT T CAF KB EZFF>b D TH -
7eo T NAF A EZFFOMEITAMEHRT DO M = Cr DRIZBWTHID THRAS
NiebOThHD, BADHERRME FEEA Y —HIEREE, CAF, NAF) OFHEHE
IR 28R OISR TH D,
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FNENDRIZOWTREDRIEPE L TCIH-LET ML D BEL SNE L, L OE
O DS VI, o, S/T) = (51K, 58K, 1.1), (22K, 134K, 6.1), (7.8 K, 09K, 0.12) £ 72 O |
NS EEHAR -k TTFLOMKICY vy TS5 LK 5-1UG)D L DR T & b
PBIEFLL TV D E DN D M=Mn DR LB TH L L OIZR A2 M=Co DR,
BN BPREMTHLEIICRZD M=CDREZFE FEOFER LT, 5O
X, 2O OEDBEVCHMIICERT 200 EALNNITLZETHA S, Hlzidd
BT HOBEWNZIDLDORON, BT EBDENIEID LD, MAF2LClA
A DB E O fEREEOBNNC LD L ORONRETH D, HiEAFEE
FOWT=FBIZERHI S RRT IZ K 5 BB T T LV OMEE, RUMMRIERF-NS
LEZAHTHD,

PLE, EER L —EEWE(CuCl)LaNb,O; IZEE-T2%E & L C1)B 1 MEH#,
ROM A FEBEBR LR EZH > TE72, TOMBER, BRHESHEZ M O BEFHREER0
THRITEEMA B L RIZEIT S CAF RO NAF 123 2SS &, FicE< o
GEENT ANk, ZOLDITRIBA T U RBEIGIZE > THEOLILE
(MX)A 1B, 051 [XHFTE IO T0 NS D WG R 2 B2 (CHR R 3 5 FEF I HLR
TR THY, £ONRTRA—F— (WEOLHE) OLIOWERRIT, BHEEE
FOHRIEHT, MOBLE (B2 ITEEEHORRER &) D R OHES BT S
N5,

UL L— CRIBROFREITZ, B EAFEOERT CHAEEA Y L —EIE
RAEB A - D(CuCl)LaNbO; I2BIT D v 7 by MER ORI AR L < Sh» T
WOBREIRTH 5, AR TH - W EREOBIRR OO RIR ORI I IR ZE D
BEELIRNROLTHLN, MaA TRl SIS LERAR TH D, A TIIE
WEIEIZ SOW TSRO TN E L TERN, LV BRAATTHHIRTEZIT 5 7
OISR E AWM PAEETHY . SRENTEET HFETH 5,

i[53

ARRGE N AL, RIS SADZEE, ZHHEEBTITWE L, &/
BB, EFICERERLST &V O REBRE 8 H 507828 248 LT
722K LRBFICHERREDOR 252 TR E FR20THEEEWEZI &I
BEtW 2 LET. ROFREL Golulks#Edz, BEuisE) 1T, 77— % Offr
ECHETHIICBE T 2B A b, ROWVICE I COREREFE~DTHEL
DELE, ZZIWWEHWEZLET, XRAFEFOF 2T HEHE L LT £,
TEM-EDS & Tl B KM IERFZERT O IFIER K OV ER BRI, PEElE
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AF VEIFEIZ L BBIRAT T AT A P OER, B, RKoTE TR

TR KT 2R O FE IEFIBI R KBRS OB ABIEIC, R iRl
TE CIEERAL R F e BRI SRR OISR HEB 20 N R R S5 D &l i —
IR, I A A VERME IS a0 v BT KREEOEAERESR D, FE
AREBHMEEIZ 20 F Uz, RERRF I AT 0T O IS B R R O 2
PFCIIEGRY AR — FETEEE L, IR LET, e 08EIC
bx EBHEFEICRVELE, HOMNRE I TENELE, £L T, BHECHEEHET
HOHBEILEREEFIORS EH OB EBL AW LET, EE5CTF YLD IR T—
v BEZ TS LEFFC, BHEICEREZ SETWEEEE Lz, EFN/HEICE
WTATEFEE D 2 C TWe &L &3, BICfERBhE 4 L QW& E Lz, 22
RGO LET, BRI, INETRERZ TWEEWEAARLFK, £ LTk
DHEENTHALINETECTLNEBIIEGH L TARL 2O <D E E
WET,

SE IR
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