MERTTET AL VR (R - KBR) OFREDRER 1

NMR # R W -8ERKF & BRkF O
— RTiO3 & AVOy5 ® NMR —

THERF BFEH  FRRET '

BAEBT & EMEFVEEEREE (NMR) 22 HWTEDIHIICBRIENDIDTHA I, =
DBENORERFERANMTA-FEZ B E NI L. 7o XI2EBIT5H NMR O KR L
BT 5,

1 [FLCoIC

SMAHBETRODE TIX, A, BN, BUEOBBRENIELE ST EEWMMEN, BIERK LR
RTW3S, BiZ, TRETOMEDERITIAL Y LEROBHENBERT IUENRFLTH-
T, BT, BUEDOBHEOEEENRBIND L HILRoTn D, AR TIiE, FiC, #uE &
BHOEBAEOKFLORMEN S NMR & AW TIT > T iE O 4 DFFFRIZOWNTRAT 5, 6L
BRRFEIZOWTIE, F 2 VU B{E# RTiOs (R=Y. La) #. @HMEFICONTL, NFUT L.
7y X AVgO15 (A= Na, Ca) ZXBIC LIMEFROBMBEL LD,

2 RTiO; ITHITHHMEKFK

RTiO3 (R:AF +3) 13, GdFeO3 BUD#EREEZFHOE v MEREBTH D, FTH, YTIO3 &
LaTiOs A& b £ <AFFE &4, YTiO3 1d Te=30K DA TH . LaTiOs 1T Tn=140K DX 5%
BtERTH A Z LB TV D, FilE THEMEBMENRA L, %EF CTRORREMENE & 2 BRI A HE
BRI, T ZEUEMICERARTIES TN, TOMER. YTiO; OB DRFIL, #ud
BRIZ L5 & E %2 b4, Hartree-Fock 35 [1] 3 & U Generalized Gradient #rfel (GGA) % Local
Density #T{L (LDA) + U iZH &3 A FRE 2] 226, YTiO3 @4 2D TiH A ~D 3d Pl D
WENRAEIT, Yi=c1dystcaday. Yo=C1deatcadey. Y3=c1dy-Codey. Pa=cC1doo-codny (2+c3=1,
01=08,1/v/2) THRE, ZOHUEH Ti ¥4 N TR L-HUERFEREEX TOD LT 5ET AN
R E T, EROMED HIE, RBETHEFRER L OB X RBEOERN S, YTiO; DHE
BEOHFENET LTV 5, —F, LaTiOs THEUERFIIRWEEZ LN TS, Hxld, &
. NMRZAWZhbDF 7 BT SHERRF 28T 5 2 L 2l A7 (3,4], B1id,
YTiO3 & LaTiO3 DREEKEEFIRE TOERIS T NMR BB A~ M ThHD, BERKRFIREET
. RFRREICETOBKT— A M3MEDBMMHEEIER (hyferfine interaction) (2 &AW

! E-mail: mitoh@science.s.chiba-u.ac.jp
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PR A LT B 7. A BREE A AT NMR #8323 - E M TE 5, fE-C. 1D
BB AR bvid, SUEEFIZOWVWTOFEREZEATHDIETTH D, Fxid, LiR0HUER
FOBBEE 4 E LT, NMR 222 M ZEHE L. EREER L OHERE 1757 (4],

(2) YTiO,
= 4.2K
e H = 00e
=1
=
s
Lo
e
=
= ' ¢ ' } ' T
<E( (b) LaTiO,4
£ 1.5 K
o H = 00e
£
=
o)

e
o 10 20 .30

Frequency (MHz)

K 1: (a)YTiOs & (b)LaTiOs D& NMR 222 hL (LK [3]) . LaTiOz D A~2Z b
12MHz AT D A7 b, ¥Lafd NQR A7 ML Th B,

NMR DAY b VEFHET H-011E, BEHEEEROBEICLLELRTNIER L0,
MR EERIT. BEFELEFORICEABEER T, BMEKABEER L EKMHHEEER1S
%, —fIZ, LS ZEE# D 3d BREREA 4 ORKHI L B AVER Huag 1. KAT
FHE5 5,

Hunas = JE 1R T > ag AT+ LT+ E{L(L + 1) = S(LI(LS) ~ SLS)LDY (1)

20 +1—45
S SN @+ 3L~ 1) @)

K (1) OF T, BLEEATRBIZELD 7 =V SEMBABEM (x 337 A—4%—) | B2
PUEMAEEA. £ 3EIMBTHEFERATH D, £, up IR —THEFTH Y. 7 (TZRERE
BRkt (Y7y,= 27x2.400x10% Hz/Oe, *¥y,= 27x2.405x10%2 Hz/Oe) TH 5, h ix7 7 v 7 EHK,
<773 >mag 3 BEIZRT S r2 OEFHECTH Y. EPI. Hartree-Fock DFHME < 773 >yp
(Ti¥+ OFEEIL 2.552a.u. TH D) 2BEBICTLHHEDNEL, SHEFOEAC U AEBERET.
LidAMEfEsREET, | I0EAEHRERET, LIRACVEET (T1=5/2. ¥1=7/2)
Thb, T TR LTiE, L=2, S=1/2. I=2Th 3, —F. EKHHEEMRL. Rzl
EBE— AL b Q (TQ= 14029, °Q= +0.24 barns) ZFOLZDIT, A AL HNOET IR T#
MBI 1R 5 BH AR & ORI EE N EBEEERSFEET 5, ZOMEMEA H) i, Koo
#£E5 (5]

ON SEerQ

e1—I@I_U<r*>a&@lﬁ+g@1yﬂuL+muz+nL (3)
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MERTESFZE VR (IR - E5) OREDRER 1

ERP <r3 > i BEHHEERICENS <178 >ha EOMEZHOLDIZRY ANRS 129
CEALTHD, SHic, BERNEMEIERIL. AT NOFELMIA 4 ADEH LD

HENEET B, ZOMELER HD

6](2[ }: v;ﬁ (Inlp + Ipla) — SapI?], (4)

EFHD [B]l, T I T, Yoo i Sternheimer @ﬁﬁvﬁ&[ﬁ%\ Vop (TEHABT Y VDL Th D,
BRIL., BERAFETISEFATA ML TEY, —IZ, AEWET LZREL TEHES
NBZENF, (1)-(A)REBNT, BEFEONAIAF=T 2 Hid, HeHmagt H O +HD &2
., ZONIN =T EFALT A kkio(ﬁ%ﬁ@lfr‘/bﬂ? BAEE ERBEEE kD
DILENTE D, HEEWEHIT, =R F—ERENG, A7 MREILBSHRENOHET

BILEBTESD, $m. AT MUBEZEFHET AL T & 9T O ARGELLEET S
VENG B, '

(a) YTiO, ¢, =1.0
n A
n 1
WAV, VAVAVL
L v g ‘\1' '~,‘/n\._
A F TR A
(b) A c, =08

#1457; Spin-Echo Amplitude (arb. units)

b () N cy =1/ 2
1
£\
AR W
w0y VAT
7 = T T e
(d) cy=0
47 .
""""" wll L ABA L
——= T A MY WA
2 Iod H (V2%
Y 7 B A
S E: - G,
9 10 20 30 40

Frequency (MH2z2)

X 2: TIZDOFE SN NMR A7 bV (3K [4]) . Sle. £=0.83, < 773 >pae=05< 773 >

<13 >q=06< 773 > | Yeo=-4 & LT, #hx 2oy DEKLTHESA TS,

YTiOz 1%, 4 EOERFMCRR -7 TiVA Mo TW5b, LTl 4 DDA 1. 1o,
3. Yo ZFINTNMR 222 ML OFRE T 12 [4), FETEND S 24— 2 ELEE, ER
BREOHEBEIT o7, Sllc 82083, <773 >p0e=0.5< 773 >0 <r 3 >0=06<773 > ..
7-4&LTQ%WM§ﬁTﬁ§LtF%%.2;Tﬁougf FRENOEEHIT, 2.0MHz
DHAE LB % > Gaussian ZRE L TV 5, ;=0 DEAITIT, BRNEBAELIERTHELI-
AR 72 NMR A7 MRS, ¢ HEMT 5 & NMR A7 huid, EBEERAIZS 7 F LE
MRS RO, BRI, RISITRT LT, =08 DENERERLZBLERL TRy, B

AMCTRBIN TWABERFOFRSHBEE CTIi VA FOETHESRLREINDIZEEZRLTND,

—7. LaTiO3 DFHEid, BB OFEEERE S TRy, ETil~7- X ) 2285 EIE
RAOWEEITIINZ LW LT, RONINL =T v HAZESWOTHERSS H,, ZUERERE vg.

BB DE DR AT A — 5~ e R (4],
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(a) YTiO,
>
= .
=
=
o
=
KGR
@ -
e
=
a
E|l® e i
o 49.
L.Eu) Ti
I h
= Iy
S 34
w I J‘
= Al
H B
PR U L e
) 10 20 30 40

Frequency (MHz)

3: YTiOs (2364 2t H &hie Tid0 NMR A7 hov (ST [4) . B (a) 13, EBERLE
AREARE [ER. T E CTIEORBEShZAR PV ([ (b)) OEBALY V] LD,

H = —qhHaL+ Shg (315 — 1 + J(13 + I2) (5)

PIESHESS Hy 5 c TR EME . Hy=92 kOe, *Tvq=7.9 MHz, “vq=3.1 MHz, n=0.1 & L &
B L NMR AT MU, AR T L) ICEBREREBERT S, 22T, ZhThoitisi
. 0.33MHz O ¥-{E218% 8> Gaussian = FV o, Z OHEHTIE. TXTO Ti ¥4 ORI
VBRILTHDZ EERREL TS, E-T, BUERKFR20 & LT LaTiO3 ® NMR 2~ kL
ERETEDL L REWRT D,

UED X, BUBHENEETD EEND YTIO; EHFEELRVWEEZ LTS LaTiOs @
NMR OfERIT, BAEREIN TV DIET NV THRETE DI EBHLNIR ST,

(a) LaTiOs

4 1i Spin—Echo Amplitude (arb.units)

Frequency (MHz)

X 4: LaTiOs 2B 2 E &N TikEo NMR 227 b (30K [4]) . B (a) (3. ERFERE L H
AR [EMH. T L PTIROFHE SN 222 b (] (b)) DERALY h] & Dk,
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MEATETFAY VR (BHR - EBR) OREDOERM1,

3 NFUHL.-TAVIIZEITHERKR

NP7 LB BT B EEDERERFICOWTOMZE L., FHENMIAH SN o’-NaV,0s
DHEBOMBIZHERT 5 6, ZOMEOREBIE, Y8, ALY AL RAEBLEELS
n, BEWMEL LTALYY  SA A ZAEB R I T CuGeO3 IO CHE2DEME LTHERLE
Wiz, Linl, TOEROHENDL, ZOROHEBIZIA L Y . 3 =)V AR Tid 2 < BT
BTHDHIENALMIR-TER, NaVaoOs id, VA (3dY) & V3 (3d0) DIRAFRFOZTH
0. ladder 5725 2RI TFER L TV, TOERKFOMEIL, quater-filled ladder {2
BIIOEMRKFOMBEL L TEHZHIENTE S, BHRANIZIL, Hartree 3& (7] 0% 7 2
B IR BREERAILOHE 8] 2D, Bieo- A MNHD I —u r FANZ OFROEKFD
BETHDHEINTWD, £/ BT EE VIV IV A B ERT 2 EBREKFOEENE
Bah, P/ IEBOBRTEED 250D VA 4 EBRRE Y . v Ly MREERER ULKIRT
MM D EEZ LN TV D,

B 5: 3-AVeO15(8-A,/3V205) OFERAEE,

tOBERFMERT TV LB BOCHOEMEFIIFEET DO TRV E DS
MB . DT T AR OMMEDORENITONT (9,10, ER ENRIE, A V05 (AT
NAVER, TArh ) LEER, BBeR) TRELINATVUL - 7a X HINDIRTHD,
NFVY L TarXE, VA E VT OREFRFHEDRTHY . A A OFEEE - TMmIc L -
TR~ OE, BIRHESHNMENBRND Z L BMbN T3, B2, 2=1/3 DEETIT S #EE
EMENAEE R RO, KI5 IR T LI, gIEETIE. 3EEO VYA L (V1. V2, V3) 13F
T 5, VIOg I b FMIZ Y VY VA BR L TV, V204 i b FEICHFEEL T D,
=5, V3% A MIVOs 7 Iy KRB bEhHMIZY 7Y VHEEAR L TEY, BRI 2EELY
FoTWnbd, 20 BHEEOELMEIL z=1/3 THY, ZOA A AT ALY A O S0%%E &S
0Be AysVa05 13 AVeO1s LB RSN, AR TR IORELZAVD, Z0 pHEEZRFFO/ T
VUL Tar R, BRTEEE LT 20 FRANCHEKZED R TH Y, Fio, BOETH
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FHEEROEDICAL R—F a0 BERERS & &hk [11), LiL, BE0LmREC L 55
M7 EN D, RELESPEICIEFE B TH D . UETOMFEICE W T RE RS ORBEN 1+
DTSN TR T ENHA LM > TET[9,10], FiZ, NaVeOys 1. 1R TE&BT
HY, 130K TEBEZRBEBLEI L, 52, Z0LBMBRAEBIZELMMKD 2=1/3 TD
BEEDZENMDTHLICIENT, £2, AT N 2HMORbAERSN, 1L 2MM0F
DN, WEOWEIENRHD ZEnREh, M6 (NaVgOis & CaVgOys % KA
ELTRT(9,12]) AR T X512, B-AVeO1s (A= Li, Na, Ag, Sr, Ca) OFB:EIL T, TRE%
AL, S, AAF 0D VOGEEICITKIR TR % 1 - 7 FORBEERRF A T, 2E0
HEEF, KR TV a— R —20 %L ot S GICHBEENRBD T HROIBVETRT, Z0OEND
E. VI OBMPERDZEICERT S EEZOND, bbb, 104 A DBEICIE, VT
L VST OFERA RN 15 THHEDIZK LT, 2MMiDA AL DFAITIF, 24 &85, ZTDED
12, B-AVgOss 1. V4 0 filling % F 2 TREAUHME LA ECTIHHMERFZTH D, Hrid,
IDEIBEREBEEZ T, FIZ, Teo TMIEETNEO0, o, 1iE 2HORICBIT DB
HORD B\ ORFEEMAT Z-012, NMR 2HWT 2 7 aeWtEOME41T 72, LT T3
NaVgOq5 & CaVgOis & LiliA Ao & 24 A DFlE LTE Y BiF TITo - BEDFH 4« D NMR
DORFFeRER (13,14) 2RBNT 5,

Susceptibility (10 *emu/V**-mol)

o 700 200 300
Temperature (K)

IZ] 6: NaV6015 & CaV6015 @%@Xi (yﬁk [9,12])0

3.1 NaV6015

NaVgO1s IF R EDOBEAERENE LN TR Y 37 NMR OEBRIThivk (13,14, b#EImIzst
BB 2 T 2B D SV D NMR A7 bV ER TIZRT, Teo=130K LI EDBE TIZ, R
MO EARFEE R THE L 2 FED NMR 227 kb (S1. S2) MRS NE, —F . Too LT D
WBEE T, SISz, S24% 82, & 82y WAL T 5, SHIKIR T, D A~2s hZENT
BRITE TR0 83 DAY MARENE, Thbb, T, CHKENIELR? 2MEO V&
SR ATREO VYA NCEB LD L AR LTS, MBIEVHA FOFA -7 ko
BEEETT, Too LEDRETIE, 2EDO VYA FORFIERRI I LRSS LT
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MERTLEF A Y VR (R - EBR) OBEORE 1

L. VOEFREBIZEBEHTEVREBIZH D EEXOND, T LTFORBE T, S3 ¥4 bORY
VEREERMERL TR, AL OBBELHSTWADIZZOHA hTHEZ L RNSh5E, —
. S1'. S2,°. 82" A DRV UERRIMKIE THA TS, O NMR OFERN S, NaVOqs
i3, Too TRBRBEERS L HTEFBFLEI LTV D EEXbND,

$'V Spin-Echo Amplitude (arb.units)

External Field (kOe)

7: NaVgOss (234F % 51V B0 NMR 2~22 kb (SCik [13]), &ENE. &V #A k (S1. S2.
SI'. 82, S2’. S3) DERMEMEEEMICL - THE LI ¥ —BEIOYT 54 FEET,

0.2

LI T
NaVGO15 ? Hllb
or .., | 65MHz |
—-0.2k : 'S: ------ e ® S1
E B Y . Teo
= 0.2 .
<= S2a'
2 o
_'5, S2, Mg, ot
§ -0.2+ %Vvvvvvv sS2
>
o -0.4
-0.61 83
X
0.8 ul

O

766 566 300
Temperature (K)

B 8: NaVgOis (28T 2 b#H MO SV DT A b - v 7 FOBREE{ (3U#K [13)),

FNTHE, FOLOREFMBFEBLEZ L TNDI2DOTHAI D, ZOFRIT, Tn=24K TX#
MtEICEER T 2, E-> T, A UEENRE CENEEREFOBELMD LN TE S, 26T
Bk I, AT BMARFRETIE. BTORAT— AL MO ONBREEZIT 5 L. 4
HESSAHMUZR < TH ZORESIC L > TNMR A7 FABEBI D, 9L, 1.5K T
DEWHE T ORPHEA~I M THBD, 3.TMHz D222 piz NadbD AT hATHY | V
PA RBDARY FLE, 17.9, 30.3. 81.0MHz O 227 kL& NEBREZ1E & A K- T
A2 OMHz 5D 227 AT 5, 81.0MHz O V4 A bk, SPICHGEL, Vi 4 beEx
bid, OMHz DR~ Mk, S Cshii L, VOr 94 FCh D, 17.9MHz & 30.3MHz ©
ALy buix, VA A R 225 O transferred hyperfine field #5572 V3T 4 R & EX 65,
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s

BEAC U BEDREICE THES>TWRWVD, EBRIEFOBEICODVWTEELTAHAL I, #lb
L& rie, VT A4 oBF VYA bodbTL/6 2 58T 57008 LN, V3¥A MM
VI A A THEEISRTWS (4 OT, VA F IV 1A I V2V A b 2EFTHEER
5hb, BXHBD VI A4 OEFIE LTI, (DVIHA b LIRTOICED S, (2)V2H¥A ~ &
LRTHICED S . HBVE, 3)\V2HA MLV EBTAETANSD, WTHLOBET
b, EBRCTEIA SN 2 FEE D transferred hyperfine field %% (772 V3 ¥ F23fZ7E L. NMR
DORERITEMTE 5, b L, BEEFIREE TBA 5 55584 DR A Dzyaloshinsky-Moriya 6 A

ERTHBETHE, V) FRITQ)DETANRRETHD EEZBND [10],
1NaV6(|)15 T T T 186K
2 0 O¢€
S1' 82, 0r 52, sz

.
L4

i

Spin-Echo Amplitude (arb.units)

PR X ¥ I R P

:
0 20 . 40 60 8
Frequency (MHz)

9: NaVeOys (Z331F % ERES T OB NMR 222 b L (3T [13]).

20 HEFEHTIC f-NagVa0s (z~1/3) OMIMEDTIEAIThIL, = DF T VI 4 k2 S #—
TurEERT D E SN (1], FOERMRILOD 1 2iE NMR OfFRETH o723, Fx D NMR
DIEED B NaVeOrs O VA 14 1 D IEFCR IR TlE 72 < RIRREETh 2 = L 138 52T
HY. VYA ROBEBLEVIA FD 16 LFELRVEEZEXD L, "M KR—TFny . £F
NMIESWTZOROMELREFETHZ CFEERRD DL OICBE LS, L, T, L F TV
FA K (S3) LDV YA b (S, S2.°. S24) DA UERBEMMEER CEEMICEAD T E
BEVORET, RELCEMTE TR, BHRFEELRI LRSI EHEHNSH 5
TLERELTONDEDHG LAVERY, Eio, NaVeOrs OBIHRFESIT, SEERIEE %
AN NaV,y0s & &< BARDETHY . NaVeOrs 1051 2EBOME. 81 KilB s LCOME
BEDRBYG, 5% OROMREN D= Bkd 5HETH 5,

3.2 CaV6015

CaVeO15 DMARREHIEIT B SV D NMR 227 MLVORIERITo 7= [13,14), Teo=149K LA
ETEH 1RO VEO NMR A7 bABBRIENTDAHTHDH. Teo AT Tk 28O NMR
AR PABBRISHI, A7 MLOE—=I bR FA N 7 N K OBEEER 10
R, Too AETIE <021 % TIEE A LIBEE LRV, T LT TE 120 VYA FE, K=0
(I > TEDOEBIHETBA L, VT A hEeEXOND, I 120V H A bOY 7 MIK
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MERTETAE VR (EER - £5R) ORTORR 1 |

50K THR/AMEZ & 0 & SICEIRT K=0ZMb» CTHMENHKD T35, ZOBMHRFA o7
FOBEEIT, HBEEX AT - L, Wbpd K-x 70y NOEHHG VAT & LTRYER
BHMAEEERAEHEF > TVA I EAHLMIERTEY (14, VHH A heEZBND, =
D& 1z, NMRBIED S, CaVgOrs (2B Th, Too TRARTMKEN S VA & VI O E R
REEREBICERE L TWA 2 EMNand, BREFOEEICEEL CEEL AT, VT4 rok
ERESFHMETHDZ L THD, CaVgOys PHFE. VI VA LOEEIEIL VYA b 1/3 T
b5, €T, NaVgOys DEFMBEFEOHEEIZ OV TOBEBOERTH L. VI 31 ME, (1)V1
YA bEEDHD, £id, QV2YA bEEDELPOELLNTHS I, TFN (1) OHEITIE,
FECRREM IRV 72 B2 0IiE, B TEHEEIEMREZ J & Lz & &5 2 EMEER 0.24]
LORECKLENRS D, T2, TETNL(2) OHEICE,. B<HLATEIIC 2 AR TOERR
BT TH L, EREFOBEL LTELLOMBEL L > TNI00, &REREREBOR
Wie P OMBITAHORETH O, HHLUEREOTZDICTEEROBTRNLEEND,

% CaVgOss 28 MHz

Q

3!V Knight Shift (%)

S
i

X

X

X

¥

X

%

X,

6
PN

g 5%
° @ .« VSt
0.6~ o ° V4¢
, X Mixed l\/alence State
100 200 300
Temperature (K)

X 10: CaVgOys (2B D VDT A b7 N OBRELE(L (3THK [13]) .

4 HhHYIC

NMR # AWV CELERKF L BREFOMER O L I IZHRTE A 0ICEEL T, F4 VB
WRTIOs (R=Y. La) &N F YU L. 78X 3-AVgO15 (A= Na, Ca) (ZBET 5~ DFE
DOMFFEFREFIZ O THENMN Lz, RTIO3 1BV TIE, ERMIENSRE SN TV AEEKRFOET
VT NMR A7 MUVRBERTEDLZ &R LT, 72, -AVeO1s (A= Li, Na, Ag, Sr, Ca)
RNTE, BERRFEBIIEEL TEE TWARATHL Z EBHALNIR o7, L DR
Fex @ U C. NMR DS BLERRFF & ERRF 2R T S5 L CHERR e —T7THhDH I ENRENT,
Stk BRx RBHEEFRCAY L B, PUEDBHEENELE - TCEEMMEICE L TNMR
ERWEMEN L VERT S EEBFLEY,
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S

HEE

AFETHE LT8R O T, RTiO; OMZEIX. tEE B CRRERKETI) ., tBRER#R (T
ERFEAR) . HFWE (FEXE) 0K EOERNFETHD, £/, NFV VL. T XD
R, ERE RPN | BEIEZ GRS . (LAEZ GRRWEDT . #kkEgz (F
EXRAR) OFKREOKRMIEL L TTONIZbOTHYH, T b DOKFERFFRE OF 2 IZ7#H
W LET,

SE
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