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[1] R. Kumai et al., Science 284, 1645 (1999). [2] F. Sawano et al., Nature 437, 522 (2005).
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[2] &L, EW. g, HAMESASTKE KRS 18aAH-12 (2015)
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[1]Y. Yoshida, et al. Nature Phys. (2015) doi:10.1038/nphys3359
[2] C. Hotta and N. Shibata, Phys. Rev. B 86 ,041108 (2012).
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[1] Z. Hiroi, Progress in Solid State Chemistry 43, 47 (2015); JAH+#E ., EAMEE 51,1 (2016).
[2] Y. Haraguchi et al. Phys. Rev. B 92, 014409 (2015).
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[1]J. Nasu, M. Udagawa, and Y. Motome: Phys. Rev. Lett. 113, 197205 (2014).
2] J. Nasu, M. Udagawa, and Y. Motome: Phys. Rev. B 92, 115122 (2015).

[
[3]J. Nasu, J. Knolle, D. L. Kovrizhin, Y. Motome, and R. Moessner: Nat.Phys. nphys3809 (2016).
[4] J. Yoshitake, J. Nasu, and Y. Motome: arXiv:1602.05253.
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IZBWTYH, BEIEF CET A P URKRIEEINHE SN TV S,

FHESE RO FEMPB L OFERRS B & O B ENT OV T Tk~ 720,

[1] K.Watanabe, H. Kawamura,H.Nakano and T.Sakai, JPSJ 83, 034714 (2014).
[2] H.Kawamura, K.Watanabe and T. Shimokawa,JPSJ 83, 103704 (2014).
[3] T. Shimokawa, K. Watanabe and H. Kawamura, Phys. Rev. B 92, 134407 (2015).
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[1] Aoki et al. , Rev. Mod, Phys. 86, 779(2014)
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[3] Naitoh et al. PRB93, 165126 (2016)
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[1] Y. Tanaka and M. Ogata, submitted to J. Phys. Soc. Japan
[2] H. Seo, J. Phys. Soc. Japan 69, 805 (2000).
[3] T. Kawai and A. Kawamoto, J. Phys. Soc. Japan 78, 074711 (2009).
[4] D. Liu et al, Phys. Rev. Lett. 116, 226401 (2016).
[5] Y. Tanaka and M. Ogata, J. Phys. Soc. Japan 74, 3283 (2005).
[6] M. Ogata and H. Shiba, Phys. Rev. B 41, 2326 (1990).
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754’}&%%/ MR E HWTZEBARAIE T DA XITBW TR LN D S ERisgEEsh s . 20

BT T A AL L TORBIZOW TR T 5,

7ok, ARUFRITZEBEAT (5T . )H*En%f:f% (BEGF) . BEFnSL (BROF) . B)I#67 (RAaH)
VeRRBER] (BEOF) . 7L (RAGH) . MIERE (KR MiAES (BEMP) . gl = (BRF) %
K& OIHFEETH 5,

[1] H. M. Yamamoto, et al, Nature Commun. 4, 2379 (2013).
[2] M. Suda, et al, Science,347, 743-746 (2015).
[3] Y. Kawasugi, et al, Nature Commun. 7, 12356 (2016).
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S5, BRMBRFEMGHICHEE L VWD Z e, BFRMEEERNBRVETHD Z LM
FFCE D, - C.BFHMEERANENT 4 T v 7 EROBENLEIRTHEET D 2 &235,
EO XD Y BBR AR T 200 WO BB i Z LN TE LR TH D,

AWFFETIL, @ V7 fEd & EALEA LIz etk B R B2 VWC, 7 —ua U HEER
DIEINTIRNT L% T X N ORE T RV — NG HEFE LT Z EDRRNMD AT v 7T
HD, WIZ, EALEEANLTEL RO - B35 7 ¢, SdH #EEh O 4 FEK D & EFER
RECHLD #HATE, BB REZ L, HOBIGAKE TR —(HR 7D 0 ~ZERIEE 5
HILTHD, hlHTIZ, ZDZ EIZHOWTiEmT D,

AW, RS, FKEEEEF, ADNIEERES, RS, RER R CGORKE) ., JIHE&EA.
INEAL= (BRI . ZHHER(T, LAV (i) L oXFEFETH 5,
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PEN EticBfi S ECEET 5 &, Fm CEMBEINE
. =Nz 2% Dirac E?Ln%i‘ 2 BN % (1],
ZDRDEFREETRDT=0 )EFEﬁ T ART 7 —%
Z & L7 a(BEDT-TTF):Is & 2)%9& EELAZHINL
TmETNEEZD, RARTITIENDS %F‘Eﬁ KT AT 7 —
IT—RE IR < | FEB T A OKE i IEEE L EAZ LT
RN, ZDEOBEE NI ATy —52 0 AND L, Fis
HEOEAIRED 2 RIT SRR FRES I D, 2 B R ER
TSR FREII R FF S LD S, T e BEESGIC L VA
HE2BT 4T IETRD AKDN ROBIZIZF ¥
vy IREE (), ¥ v TIBEIIIHARORY —ih =
NEAET D, ZORY —flRITFHZEM D 2 DDA L —T
f@%bx%iﬁét&; NU—TR—= VR T o Z T HELL DN
— RN EC DRSS, BHTO2E7T7 7 2
&mft&ﬁ BIEORTORRGAEST 4 7 vy a—
YOMERIDED XS ICEET L EEmT Do

[1] N. Tajima et al., Phys. Rev. B 88, 075315 (2013).
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TR AB R A AB, AZIHAEER AB, BREFEZ AL 9)INER A, SFIRK— A
IRE S C, FFIRRE D, TR P, D. Graft, P. DayF

Wk RS A, SO REEEWE B, IR TR €, KBk D, NHMFLE, UCLF

6D C 2 WITHEDIRVVEBRERTIX, HWN B T/ U ERENERR (Hpan) 288 2 5 K& 72
FERRSE Ho WBIISND Z &R D, 2 Tk, BIEERFEBAN)NEZEM TR 5
FFLO BmE NI L T\ D EIfF ST\ 5, FFLO BIZEM TIX, E—~ o pH L7 =
IED T | A DY Cooper X7 T 572, Cooper X7 NARDHE.LIEE E~Z |k
Vvoq BREH L A)=Acos(qr) £ 72D, —H O 2 KT A KB ERDO R T, B -(BEDT-
TTF)4[(H30)X(C204)3]Y, X=Ga,Fe Y=Nitrobenzene (B” ¥i) IL7 =4 B REN\7=HIZ, 2T
PEDMR D THRVEBIGER (Te=6K) TH D, ZDLHRZATIE., HWABIEG T, D q
7 MV EFFO X D 72 FFLO OB & BlEmiIcllff ST g, ZDF%RTO FFLO
OB, ZFIRMEEEOAREN:, S OICZORBUMESI Va7 Y AL T v 7 ZAUV)DF
AT 7 RZONWTOWEEIT> T D, B7 O mEMETUL, B MBI AT CTh D IRF,
By 7% o 7 &2 R L, ZAUE FFLO AHTD IV K8+ & FRFF A O E & A0 5 &
fiECE 5, Holk, EAJTAD S EE ST A~ CTRIZHED 5, ZOHEZ0%, 2D Tinkham
ETINTTPRENDGELYABTHY , FFLO fHIEK Z R T 5, Bk MV 7 1%, Al ik
B IRO TR E I TR E 2 R B, 012 FFLO MR Z/RIE LT\ 5, 4 HEEMIC

Hind %
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AHRI=EIL L -BETS:FeCla 1% 20T LA LD @ik THIO TRIREIZ R D03, B ki T o
SR BB CII R R IR A TER T 5. 2 O RORMEM MR OEIR DR IEARHTH 5,
P, Fox DT - TARRIEEAE D F2BR07 5 | Fe @ 3d A B NIEBOET TH RKHD O

TR E—Z L WS o TE T,
ZDED, WEREZ LN TV Fe ® 3d AE
FARD JARBEMERRF TldZa < AR E 21 5
X970 n BB E DRI & RIRHC RCRBEERR
FamLT\nD & B,

Fxlx Fe @ 3d A % W CMBENE DR
IR ORIRZBH ST 572D, 1) n A
MED BRBAL O EEFE OB, 2) 3d AE
VIREZ Mg, il b iERICE X D%
2 3) Cl % Br THipEM L EHRE HV Tz
7-3d A MO ANER ORI D2 5%,
4) Wt % T2 ROERREVER AR O, % &
AR CET,

[1] H. Akiba et al.; J. Phys. Soc. Jpn. 78 (2009) 033601
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HRAF CEMSA, HKT. B, HKSCHEC
EIREAS ABL AL B R R ERRE B It B BEEFH ] B, B C. /IRIET-C

M(tmdt), 1%, &JE It M S A BN tmdt TERE NG 2 U7z 1 B O 4y OERE D
TIEEREER L CND, ZORTIIESEILE MEEZ 52 LT, WHEMEeRE. ]ORN 4
JE. SCTRREER IR, FEREMEMERRIR & . SRR B TARN BN D[1-4], ZDORDOEIRREIZ. M
O d il & tmdt O 7 PUED = RLF— LUV ENENOHUEZ R E T 535 ROIE,
Z L CEFEIZE > TEICEESIT BTV,

AFEFRTIE, FT AdPENEE L2V n#iE% (M=Ni,Pd,Pt,Zn) OPEEREI L, 7 #uE
DERWFETFHEA D AIEEME[S] & & D LAk 72 B TIRAE (FRAHBEEJE . ImiEt: Mott #afx ik, FERE
P Mott #afxiR) IO\ ik 2, T LTz HUBICNAZ T d 8E L5 T 28548 (M=Au,
Cu) IZED XS B IREENBN D DiEimT D,

T d T
[1] A. Kobayashi et al, J. Phys. Soc. Jpn. 75, 051002 (2006). B .
[2] B. Zhou et al., Inorg. Chem. 49, 6740 (2010). CIO=T M 1=
[3] R. Takagi et al., Phys. Rev. B 85, 184424 (2012). et
[4] S. Ogura et al., Inorg. Chem. accepted. tmdt Ni, Au, Cu, etc.  tmdt

[5] R. Takagi et al., Phys. Rev. B 93, 024403 (2016). =, M(tmdt), D4 T4 b ik
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EAT A IZLIR LIV U ARF o R—EFREND L 91T, 682, 680 DFE FEIEIZI U
TENZEN Bidt (Pb2Y) & Bis*(Pb)DEM D HHEEZFF>, 2 b D 6s {liElL 3d BB AR
e o d e, R 2p WuE & ATV 720, BiMOs, PbMOs (M : 3d E&4E) 138
R o ook E D ZE b &2 =T,

BiCrOs 75 BiCoOs F Tl Bid*M3+03 7223, BiNiOs i Bi3*05Bi%*05Ni2*0s & W 9 R 72
IR BE 2 Ff >, MET 5D & # 4GPa T Bist e NiZ*tOM TEMBEINE Z U . Bi3*Nid*Os ~
LEsE T 5, Bi O —#%& Lad*, NI Ni O % Fe* CiE#HIT 5L, HiRick-T
(B1,La)**(N1,Fe)* Os N HELT 5 L 512725, ZDOFE, Nizt->N3*O{kiZ X - T Ni-O #5453
WHET D720, FiRT 2 L BENEA T2, AOBIZENEH S 5(1,2],

A AT DAL T PoMOs (238 W T HRIEl g <415, PbVOs |X PbTiOs & [F U <
Pb2*V4+ 03 72 DIZxf L, PbCrOs (% Pb2*Cr4 03 Tl 72 < . Pb2*s5Pb%05Cr3*0s TH 5 Z & 3 Y]
B L 728, 5l PbCoOs DEKIZAEN, A YA hDfhE B A hod Co D EL L &3 FEML
Ff- L 7= Pb2tPb#*35C02*2C03*2012 (Pb2*0.25Pb4*0.75C02%05C03*0503) T 2 HF N - 7-[4]l, —J5
PbNiOs (%, Pb*Niz*0s DEM /AT & Fio[5], 2F V., PoMOsiZAME L LMD A~ d L
SOLINEL 72 DIZHE> T, Pb 6s Bl & M 3d BLE TEAMBEINE Z V. Pb2M+“0s 05
Pb2+05Pb%05M3*03 ( Pb3*M3+03) . Pb2*0.25Pb40.75C02"05C03*0503 (Pb35+Co025t03) = L T
Pb+*M2+Q3 ~ & B0 AA DAL T 5,

[1] M. Azuma et al., Nat. Commun. 2, 347 (2011).

[2] K. Nabetani et al., Appl. Phys. Lett. 106, 061912 (2015).
[3] R. Yu et al., J. Am. Chem. Soc., 187, 12719 (2015).

[4] Y. Sakai et al., in preparation.

[5] Y. Inaguma et al., J. Am. Chem. Soc., 133, 16920 (2011).
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% < DWIZENE DR O TITHON TN D, TS LIkx 13, BOPEfita B 2 Bilig o S
& L7e BT ZEHARE—lmm HNMRIEICRE S D IR O IEBCEHRRIE OIS B L,
B LOWBEESCHHIE THE DRI AR Ligd 7= & ZATHh (1], 2D X 5 e BCEHRRED &
D UANNTZE S ERIKEELZ FB ST 2 FiELE LT, xid 126 ZHWTWD, @FEO
FBRIZIBWVTIE 103~101 Kis BEDHAHER WO TWD 2N, Fox O ZE TOHFSE
ML, RO G D Z @M DM AEE (5102 Kis) 2725 2 & T, B o
BRIZBEN TWEELEER T/ BARES, £ - MGk e HnicER 3 — "7
A2 DOHIEH & NT R > TR T ORI, MEAE R, MHEREZG0HEL 2R TEBTE
DT ENHGINNIIRY OOH D, AGEETIL, MAREZWMIEOHIEI AT A—=2D—>& L
THRATZIETED LI RERNAIAD D D), 0-ET BT 285 T CRET LEMT T
Z[2-5]%° MnSi IZF1F 2 5m FHERE A 1 — X A (6102 OFAfIE, FRERRR I OFE, &
O TRNTHELERRTA] ~OMEEB e E OB 28T L72ah Hikam L,

[1] #&% & LT, F. Kagawa and H. Oike, Adv. Mat., DOI: 10.1002/adma.201601979. [2] F. Kagawa,
et al., Nat. Phys. 9, 419 (2013). [3] T. Sato, et al., Phys. Rev. B 89, 121102(R) (2014). [4] T. Sato,

et al., J. Phys. Soc. Jpn. 83, 083602 (2014). [5] H. Oike, et al., Phys. Rev. B 91, 041101(R) (2015).
[6] H. Oike, et al., Nat. Phys., 12, 62 (2016).
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ET (=BEDT-TTF) 7 ¥ 2R ZFFo 0 TIHEEER ETX (32 < Off 2 b, £
NENNBHBROME A2 T, FRC, 0-ETX ILEBAFLF(CO)% & LT, wETX I1LE v Mg
%’7-(*8: LC., FRIABISE Rl %?%’IE’J@T&%)%P%%@%K&D%< DIFFER RSN TE Tz, Z

\ZB8¥ 2 B D x OHERHIER Z BT 5,

A) FEBRINZO-ETX Tl, KFEAR T A 7R CO Mg MO ET, T TR b 34
— U DBEMIED ENRET D, LI UIEHEIT 1388 COJ LRI b TE 7228,
Ul Rl 7 — o VAR E TEBETA L LA RO A N T4 78 COy ek 5],
CHFEM T T A ML= g VORTH Y Z TOABRIEEYME S BT [2],

B) «ET:X (2% LT ET 5 70 2 Rfb & 55 TRIOBHHE S X 00 [ i &bk L& 51

A B IR A E LISL, 2 Rtk% 194 M &R L g A ~—EF L& D%
w5, HRIC, BB A M — oI ERIC > TR U TEERT B2 L %
S L. TEAREE D 2 O I T T SR A,

[1] M. Naka, H. Seo, J. Phys. Soc. Jpn. 83, 053706 (2014).
[2] K. Yoshimi, M. Naka, H. Seo, AHRf7E4
[3] H. Watanabe, H. Seo, S. Yunoki, A2,
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BEDT-TTF 73 1% BEARE &350 FHERIE, 10 K 282 5 & WOERBIEE O B{RE%
RISRE LT, E7% O R R IR B AT R iR R & IR BIC b D% & LT
Pl 2 2 TR AMIICHFE S T & 72, 2 Th g B FEh 2%ERE <l BEDT-
TTF R4 A ~—(CBREZFERL NS, TZTE _EBkE2 —o2oDa=y FEHL,
ZANEDOFE—=NABRELTND LW HR(F A ~—F v MR 28 U T, WirEsi
HEn T[], L7 LIHkxix. x-(BEDT-TTF):2Cux(CN)s IZE v MEFKRIZIZ 2 WEEES
EKraRAHL, “BEMTEMAARY T2 L RBHHELSHD Z LER LI, &6,
B Bl L IETILDRD—> B-(meso-DMBEDT-TTF):PFs IZ3W\ T, ¥ A ~—F v Mgk L
BRI L OMOBEEBIIL, TN FEEM EICRE — 2= 2T 52 L %
FEEBRHIICH DM Lz[2]l, 29 Licr HIEEROIEEZ 2B LT, Fx IXEBRES R
BalrOs N s 74 ~—CEEMREZ —>oDa2=y F L LIzEy Mk ExbNDZ L, £z
F N U BRI RIL N T A ~— M TOBMBITF L E 2 DN D 2 L 2fE ST
MBALNT LT, YEIZZINOOFREREHAEIZEEM T 2D, MEMICEm L2V,

FOWMRITZ DAL L OLFEFFETT, FRZ, [MiFFE ", Majed Abdel-Jawad, &4 K
FZ, B, ETNER, EEE, RS E FRAHL A EFE S RICEH L ET,

[1] M. Abdel-Jawad et al., Phys. Rev. B82, 125119 (2010).
[2] R. Okazaki et al., Phys. Rev. Lett. 111, 217801 (2013).
[3] I. Terasaki et al., Crystals 6, 27 (2016).
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b oK e, A Fab, B GEY e RKFF B ab (UK BRE) G RK - )

AR AN IR RN E DEFIRREDOOE S TH Y . MRk L TEFIRED
FACZAY D INE H m T AR A R0, —MRICKA A 7 U AT 2 EMRITAEIT, &
AT EOMBEHOERIGC TR —H A N EICRR D EEME L DI LK T
BLINTWD, o THBIZREMBTH OB IIMRRITIE 2 o 03D 722 A3 e oo Tz, AU
FETIXAIERERRFAHOREE LT 5 120, BEFO N —00+ % JAHIE 2 R 7o 8 TR gk I
FIAI, ENEND R —HORIITIL U B Fr o\ P s iR 2 G52 FH2 HiE & Lo,
B N0 707 X NEE LTRSS OARR AR T 5 HikE LT, A A UL E2 R

RF—lr a2l L, 2k 7o XA AEBR LW - EEFOH O R F—01 D
BERAERIT D 2 ENEBEZOND, ZOREHTHIGT 2WE & L TBuwN):TTF(CO2)Hl %
W= EBRE ) HE BN 5 (TTR: TTF(CO)Hal A ST 5, [1] —F T, HLRF
NIEE RO TTF FHEAROBMA G T TORMbHE ST 5, (2]

AE, [TTF(CO2)Hal2—% v 7= EfifA AN H T & D40 R__s s__R
BHORTLE DT, At A2 EB0 K= adigit | =
A A T P I A OVER 2R 7, BB C(TMTTF)s[TTF RS S7°R
(CODsHal, BL VRS AL DL > TELLEZ B RR= -C(0)0DesH-OC(O)-:
R TTF %z &1 (OMTTE)(TTE)[TTF(CO2)4He] - 2H20 73 [TTF(CO ,),H,]2-
BHoNTWD, vy 7 o LAEBEBCIE2WERTHY, 8 R =H: TTF
MIRRFFIRRBIC B o 72, ARFE TIX, b OfEmiEsE, &1k R= CHz: TMTTF
fE, 3L O F MM EEH OB E8ET 5, RR= -(CHy)4-: OMTTF
[1] N, Mercier, M. Giffard, G. Pilet, M. Allain, P. Hudhomme, G. Mabon, E. Levillain, A. Gorgues, A.

Riou, Chem. Commun., 2722-2723 (2001), [2] A. Dolbecq, M. Fourmigue, P. Batail, Bull. Soc. Chim.
Fr, 133, 83-88 (1996).
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JIIAKIE A, ZRfEZ A FEHK— B, FiHdEH B, J. A. SchlueterC
AR T RYEBT, BYMIEE, 7 v =3 X[ESLF

(BEDT-TTF):M(CF3)4«(TCE) (M= Cu, AQIZITZZIENH 0, T. DRI @ Ot ¢
b, —F, T-OEWHITHR LMo 2 FEO RF—ERdH Y, BIXEMETFEER LT
WA D). = Ok S TOEEEEENITIS L2 25 A L R& <, 2R &b Tl
WHBRERTH H[1,2]. RIS TIZZINAS OWEORESE « 7 = /L I 0f - BARERIEZ 21T
DNTHREKTSH.

CF3 cl 1
S el
BEDT-TTF [Ag(CF3)4]" TCE
M;;—f@%%@w
T s :
SR Y RN
*?* OTT TR

o’ K

X 1. ke (BEDT'TTF)2Ag(CF3)4(TCE)@%H%%iﬂé(ﬂ =11.0K). o8 TIX C o 2MTIE+1
i TD o HIXIZF0OMTHS.

[1]J. A. Schlueter et al., J. Am. Chem. Soc. 132, 16308 (2010). [2] T. Kawamoto et al., J. Phys. Soc.
Jpn. 81, 023705 (2012); 82, 024704 (2013).
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Weti, ~o WU ROBERBESKIEIL, 290 NROBERME, F% CRONMEO X 51z, 4
BA Ay (WFAY) iR (EHK) L TGELNDIONR—RNTHD, Tk, &A1 4
BN L CWD D FEBEDRR b A A (T =F ) TR IMZEICTERVWOTHA I |
(R LT BB AR T INT RN E 20 EZUIIE LW E B X5 215720,

— 5T, R ERCHBE B TIE, BT AT TR, B FELTOT =4
IZRERT = — FDREDPNLTND Z EIZRDL, T2b6, @RI T DR FOfE %
B2DHZ LIk oT, BaRBREE B X 37210 Tl ABRICEEME LR E 5 2 T
HZEWbNnD, Lo T, BB N THE T =4 ilboEEBTHZ LT, kD
Bl DFEHL I % 8 2 T RS REBRFR-CH BRGNS TE D2 D TR, 2D XK 9 73—
WTHIETTR > TWAHEET =4 bt (BEO7 =4 RN ET 5T 5MEDZ L)
DOWFEERRNT D L EHITFRERLE LI,



IN23
TR EN ARG D BRSSO B ilt D
FEEE ORI

7k§??r’ﬁ§é\— TT

o]

O 3, AR
k- X3(Cat-EDT-TTF); (X = H, D) DB hydrogenbond
IR LTz [1,2], 2%, &koT
= AK TR O BER B ERB D
[0~ X O] B D FRY KA TR
SNTEFRREREARMEZALTEBY
(B . = EFHEE - YTE L KBRS
ZAF I 7 A5 HHR « EH) LT
%, ZHUZEK LT, AKFEHEK X = H)
IR £ TREAURRT - s S &
T AV REIRIEE 52 5 0lzxE LIS
#HARFEME X=D) TIiX 185K TIO D Ol EAKRFEDEN & AU E D BT - #k A
Ay FUTBRAELD [2] 70 EHIBRENBIS - I - BERES R % L RS Tnd,

IHDOMRAZILICBET A1, T OROMERAE D T I FEM Z i 2 & T, KEM
BrE G, T L TCINOOMBIIERE 5 2. Brice/KERG— » EFRHEEBS -
WIMED R Z B L T D, ARETIE, Z OWE RO FL OHERIZ OV TR T 5,

B AR THTITHE T D2RRIT. & IR CERWIEND . BRI, A EvE— (KEK
WIREDE) KK & DIFEIFRIC L > THLNZHDTT,

[1] T. Isono, et al. Nature Commun. 4, 1344 (2013). [2] A. Ueda, et al. J. Am. Chem. Soc. 126, 12184
(2014). [3] T. Isono, et al. Phys. Rev. Lett. 112, 177201 (2014).

n-electron
conducting layer
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f%A% L Crmf A mIcE#EsE L CWD R ThH D, Z D% TIIKRBR O &E 120 R

;@ﬁ{ifm%ﬁAwﬁWML@w & DS - R RE R NS
NTWD D KFEFERE Iy & EKFEE ML L 72 k-D3(Cat-EDT-TTF), TIL/KFEFES OFLFALH
AL, TORER, n—?ﬁﬁé WL L EMRIT & & BIZIERMER~FEERE 5 2 &2
%%# 272> T 5[3,4], L7228 > CTk-H3(Cat-EDT-TTF), TII/KFEFEE & ndE 125 R
W< Z & TR AV IREKRENET L TW A ATEEEN R S Tun g

% Z TH & Idx-Hy(Cat-EDT-TTF), DFE ERHAE Z 0.4 K £ TITWV, KFEMEIZLDFHE
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WL LRI T EFECRNT-, T ORER., k-Hi(Cat-EDT-TTF), TIiX 20 K LA FOKIRIZ
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<HEALTWETED  KBRTOETHROLINAETRDO IR AL IRERBETELE
EHTEH L TWAHAEMENELS., ZOZENEFESE - 2T FHRMEREDOFEIICKE
KFEHELTWL EEZBRND,

[1] T. Isono et al., Nat. Commun. 4, 1344 (2013). [2] T. Isono et al., PRL 112, 177201 (2014).
[3] A. Ueda et al., JACS 136, 12184 (2014). [4] T. Tsumuraya et al., PRB 92, 035102 (2015).
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LTI LT [6], T OE R RARIL, FHEMHEFIZEE STV DR 2R A A
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P45 WEF T 2Kz PFETA SV I BEFRICEIT2FHFHFREDAEEN
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B 77 AN —va RICBITDEREE — 0 U AEER O R
HRBE GERWMEND, F% CRACKHED) . R (B

T IROT A RER 0 B BEDT-TTF 13, HEOBEMELF /X7 — 2 OFAIC L0 %
EM 7 7A RN —va ke LTEZILI, AETFZERETNICHT D% < OEGRMENT
T, METEHRIELVES OMEERAOEEELRHE SN TV D[], —J5, i
AICBWTCERERZ — o UMEAERN 7 A %25 & 2T nER IS Tnd
[2], ABFFETIL, R FHBEM 7T A ML —32 a3 v OBRWNVETRICHT SR — o 4
HAER ORI W T, BAEEE T ALIEIC L D F R Y LoR—o3y r— HO [3]%
TfRAT AT o 72, FFE TR, FEEIREE K OBAMUFL R IR REYE 2 R A U 72 A BRIEE T OB
Bz, BB EOMATRERZ R, RIEEEY — e CHEERDN G 2 558120 T
WET 5,

[1] M. Naka and H. Seo, J. Phys. Soc. Jpn. 83, 053706 (2014).
[2] S. Mahmoudian ef al., Phys. Rev. Lett. 115, 025701(2015).
[3] http://ma.cms-initiative.jp/ja/listapps/hphi
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DFHEERCBT LA CEMEAEEHOHR
FRILSEASE, INBAL = (FEA)

BERT OE 7 EE) &2 DAY HHEEOHMGHRAMESICERT 2 A v U iuEtd AER .
A AR R UHVE A Y ke EOBBRENHGORFE L THEEINRLTND, —
. IRFEEKRFEREOBN TR E AR ER LT 50 HEERICBN T INET, AE
VDB EAERIIRE R =RV X — LR T WEOMWEEZRE DT 5 EZ LT 2720,
EEZONTE T,

5d B AR 2 S D dmit BN 128 7= 48 $5 4 (Cation) [Pt(dmit)a]s 135 S HKHL &
EFREND T=160 ~ 220K THBMEFEEEBE L RT Z ERMON D, T3S OKIFR
LA LEV half-filled D IRER & - Tz [Pt(dmit)ele —EAED +2 fliE 0ffid —E{RKIZE
MBS 28 Riftlxib TH D LS N TV D, BBBIEELU TORERIIIEEA LR 2
D, ZoMBEFENRV, —F, EBIREL EOBRITRER T E S RWA E R
DB S, AR ERREE L TV WD, DR bIZZOWERD Y b, EBIEEN T
~ 220K & 722 MesP[Pt(dmit)ele % & 0 & 1F BC-NMR JIEZFT - 72, A E UK T-FEMSR
(UT) 1% 210K LLF CRERZAAFT —F v v T 2K U2 L] S v, S Rz & 72
STWNWAHZ EZpRT, — 5. 220K VL ETIE UT 1 XIEE A CIEEIKEET, @B vo &
Ve L ARGHEMRAKE ZEX D2 HPARTH DL, Zik, EXEITEN LRI 5 EEM
ETRIEL L., ZOWMEOEBIREL EO /L7 ETIREN A VU BOEFE B/ER & &1
M7 —a VKEOHMBIZL > TELLEHFRLDOTHDHZ LE2RET5H, FHREFHREICK
DHZOWE DN R Pt A MIZE O A VHLEMAEERAOFEIZ L > TKREL
BT 5208 bhoTRY, EkoiEimzgs X4 5,
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B”-(ET)2SFsCH2CF2SO3 D it G RS AR X & UK AE

ZIHHER (AR KRBEWE . BNIMS), P& .2 B, SFUEK—B, J.A. Schlueter
(7 v 22 XESCGERT), ZHEARE (RS THER), Fintid AB

B2 FBRER T, THEARS Ho DL EOBS 2 HIINT 5 & sUBHIBIRAMR
A L. % (Vortex) MRS L., —#RAUIZ Vortex X7 7Y 22V 7 Z AR 1 & fL A~
Vortex Solid JRREZ BT, FriZ MR EARSA B SR TIL, Z O Vortex Solid 7%
3HNLD Z ENEH SN TR Y, BEmIcxt U CERE M OS; T Tkt 0t
DB AN STV D, — 5T, NI O EWEE S 212, AT T
T® Vortex REDFEMIZIRIZH LN E RS> TR, &2 TARMIETIE, B-
(ET)2SFsCH2CF2SO3 DOABMRIR T 331 5 e A2 AR O W E 2> & NS HALIZ BT 5
Vortex DAL &2 7=, AWEIIRE 2T =4 LV BEFFOT-OIZIEFIC 2 Rootto
FRNE B RAEIR T, SR T CIRRR A E N 2242 ] R CHREN 9% FFLO RAE S FEEL
THLIENMBNTND,

EEROFE R IZIETEN T M OB FICB W T—REEBIC L 280 v — 7 2800 L
oo ZOE—Z TRV A EEHIPH CHUAI S 41, IREE - AR L TR R E(LZ R
ZEMMD, Vortex DMFIEB A2 - b D THD EEZBND, £7-. FFLO ke L
B)— I BB ERRE CITRINAT T IS B 1 5 ¥ — 7 WS OB TN AF N R 5 = &
225 FFLO ARHEND Vortex AT H D EEL RTZEHLEZBND, HETILZ
DFEFANZ OV CTREIC R T 5,
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K —(BETS)2FexGa1-xBrs D8R8 05D T FIKKE
ke, FHRE—L RENt, BEART GBEZ GEHRAH), ML= @)

REME (L BETS #F & Anion R FHAREBEICHEELI-BEZEL. REMELBEED
HECHSFEBCELEORELGYEZ T ERBERERTH D, N KRR TIEK
Anion 7F®D Fe [fF% Ga[RFICE#RT S5 LT, dREVRIZEFHE SR ERERA
HCTOHEBEREICSTABARRTAE Lz, TOHERE. N 20%FLEEREZTOTDH
MREBTSRASh, REMICERRENMERAIANIF S SERGENHALMNELG o 1=,
INODBEROETEMLBEEN S 1 — d ROBFHEBOEGHOERLELLHEEERAD
BREOEBEHAATVCFETH D,

1F » FeBr,

* Fe9sGag o6Brs
Eeomgaulagrzt Ik
* ke a, r 7l sl
08l 0.7980.21574 7 i _ 0.003F -
E /
EO.G a Lo
(@] N
Q
0.4] sesre
0.002f -
Vo eaeered

I | I I
8.6 0.8 1 12 14

T (au.) T (K)
4. £ -(BETS)sFexGai~Bra (x = 1.0, 0.94, 0.87, 0.79) D T i1 TOLE(E) & BLRIEHI(H)
[1] H.Kobayashi et al.,Chem. Rev. 104, 5265, 2004
[2] H.Fujiwara et al.,Chem. J. Am. Chem. Soc. 123, 306, 2001



Thermal Property of x-(BETS).FeBr,4 and «-(BETS),FeCl,4

under Magnetic Field

P5

FHE A, epkte, mIgEE, RERR, EEE GRRKH)

A FEABAR A 1-(BETS)2FeBrs 35 L Y k-(BETS)2FeCly IHMEKIRIC 33\ T ROIRRBAMEAR & B n
HANIAE L, AN OB RITE WA & HIERT 228, Bl T2 CREBREMEZ %
Bl o, W29 LIEHBBOEREZIRD 720, W FTORBERIEL, ¥ a v hx—HEk
EDT 4T 4T BTl 2 ODWEIIRBT AR, n-d BEAROMEERO

KEWR T, LD REBNEESGNIESN TS Z ENRHERIND,

Cl, Schottky specific heat (Heff)
T

0 :’T\-ﬁ- tas s tlaa o e tery fiena"e ttpae "o

15 T T 15
k-(BETS),FeBr, Schottky specific heat k-(BETS),Fe!
* He=30T Her=17T * He=0
* Heq=50T -~ He=3.0T * Heq=30T
Hext=10T He;=7.0T * Hex=5.0
10 T 10 ¢ Hee=75
< = Hex = 10
E g
) 5 &£& ; Tﬁh,, 5
5r o 5¢ Nf ",sg_s:- .
e e ‘,;'
0 5 0 15 2

TIK]

: k-(BETS),FeBrs (£) B X «-(BETS)FeCls () DG T TOELER,

[1] H. Kobayashi, H. B. Cui: Chem.

Rev., 104, 5265, 2004
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a-D,l; (D = BEDT-TTF, BEDT-TSF, BEDT-STF) DE\gIt'E

Nis—#f, KAKY, HISEt, EART. BES
NEEEE (BREXEI), mEll= (EHD

104 T T ‘ |
3| T<I135K T> 135K —11.5
10 v, TR w05, 1S . 1 -
102 2y \“.'\ aq 1 -
_ ’\NI~\ ] j‘
£10' |o > 0 > b i 15
3 €
S10° L i { -
QU \ ~
L1 \0.9 03} ’lor.?a o
-1
107 k1.2 . <
107 ]
| 1519 1/] a-axis Y
10° : ' : . : ‘ ‘ ‘ * ‘ * ‘ 9
0 100 200 300 110 120 130 140 15
T (K) T (K)

[1] a-(BEDT-TTF):ls E&IEHE a-(BEDT-TTF):Is L - =2 b e—

a— BEDT-TTE)l; ILEE T CTT 47y 7E 1228 THWETHY, ZORITHROFHRIIRBRIE D/
N &2 B TR CHHLINC TEDME—DWE TH DN, RIZICEA RO E BT — X 30720,
AWFFECITRNE HEZSR R UTHBVE 21TV REMEOEBEFHEEEZHALNIIT LI TS,
T FEBRCIZEENNE T ¢ BEDT-TTF, BEDT-TSF, BEDT-STF O LA & U Bt 2 LRI 95 2 L
\ZREI LTz, 5T CIIEREE O HLEVORERE RIZOW a5 T E Th o,

[1] K .Kajita , et al J. Phys. Soc. Jpn. 83, 072002 (2014)
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Coulomb interaction in molecular Dirac fermion systems

MR, ANIEERES CROTRED) . B E AR CGOBKHED . HUSRmH CROFRHEL,
WF) IR R (BROT) . ZHHEAT (000 IATEL (BR0F 20001) .
ML= EP) . RS GRORKED) ., femr GRURKED

BIESTFIZH D a-(BEDT-TTF)Is TEMAFMEEMICHE L -EEaEteDT T v 7
@%+ﬁ£ﬁbt[ﬂ»ﬁof B EHEEERDRRNT 4 7 v VERROTH D, AW
- A BAE I % B R SR BT OREYS - AFERIFIEICEIIT 5 2 Lok LTz,
®%M20@Av DHEIE L TV DN, KR - B35 T Tl L —MOMAEERAIC LY ¥ o
T— RPNV =BT 20O THDH, HEHWZ L2, Pat— RS20 FZ@IEN A B 4000
NU— 72 DDE | WIS D VIHIRE CITERSEHL LN TEHDTH D, llEHT
X, ZOFRDOERE— RONL—5MhE L2 OJE KGOV Tilin T 5,

‘ ; — 30r —— 0=0deg
0.005 —— 0=30
- AW R I ——6=60
i P o0k — =80
<
-0,005 ky o
kx
10+
o 2 4 6
B(T)

2: T=1.6K, P=18kbar TODJEf5
EELOWEY - A BEARENE

[1] K. Kajita, Y. Nishio, N. Tajima, Y. Suzumura and A. Kobayashi, J. Phys. Soc. Jpn. 83, 072002 (2014).
[2] S.Katayama, A.Kobayashi and Y.Suzumura, J. Phys. Soc. Jpn. 75, 054705 (2006).

X1 : o-(BEDT-TTF):ls /3> KT [2]
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W& HE & [E4H D Picolinic acid N-oxide (ZELAL 5 H/D [RINL A% 5 0 B3R AR AT

TR (RTRBETS )

picolinic acid N-oxide (PANO, X 1) 1%, 4 FWICHELERHEEK FEHE
GEHFEREEZER SN T THD, KEFEFROBRKEL
HKFICEHRT D LICE 0 EFRO PCNMR IZE W TR
WD HD FNARS 7 F3END Z &b ' KFBREA T OKSHE
E R BT OEHNHE L TWD Z ENBBEEIN D, ABFETIE,
KB THZ D & 7PED PANO OffiE /T A —4 & NMR {b2Ey
7 NMIH X DB E LA RE LR (MC _DFT) (i k-
TRIFE L, EBRE L Ol E21T - 72,

F 1 IZ%AE KOG T 0 PANO @ OH fi &R O H il & 325k
% 7RT, 2 2T RelL DFT THHE L7 FHEHESGETH Y . (R
(X MC_DFT CatH LIZIREV PR ER TH D KA LR 4

H/D

0 "0

|

N

0 ~

NS

1 picolinic acid N-oxide

(PANO)

SAHL B L ONEE T O OH

BOTHEHRDOILBD S fERONY L TOMPICE > genp =gy L1 EE [Al

TOHMAEENDLTNHET DI Z ENbNd, EHiC

MC DFT 12k » TAFERFEOBTFHRELZ - THY _ Gas

R(OH),, 1.02

A Z L TEHICHAEMEME S, ERIEIZEVED TS

R(OH),, 1.04

B, % NMR ORFHE I o0 b 8T s, SR Roomy, 1.08

[1]1. Stare, et al., J. Am. Chem. Soc. 126, 4437-4443 2004y  (PBC)

R(OH)epr”  1.09

[2] T. Steiner, Unpublished work.



SRR NNIET HEEE o R UG A 4 T U

HHEER, FRHEENR (BIRREE) . ATEDEE IR |
KEFTEE (BRRT) . FHER (BEERS)

S (Karpatite) O—FEE L CHH B D ZEBRE FIRRILKE 2 1% OO
v (E1) X, ZOEWKFRE (Den) WZHEER LT, RTERICBWTIZAE O“
VITARNL—3arDEEBETHLIAY Y AR TFE . BEZIZBWNT OO

FHUEREEIC L D8 TR RkE 529 50 FThDH[1], HIT, @R >
FUNTIRIFEIN S AT NEERERE (9 15k mol") 257 570 K1 =m gy
(2, 3R OB ENNET D n K EZ 525 2 LR AEET ) M
o5, Boxld, TONQ FHEK & O FHEBEMBESEARIZI VT, 201
MAAER & alfisZEh OS2 R L CTE72[24], S BT, fiXa 7 X
A Mo R A AT A (K 2) [5]%0. Hame kv
V6] » e b a r R (7] » BRIAY—a v X (7B S L
nFEIE OBEIZR LT D, AIFTEETIE, 216 OWE ORE L%
iE (4 7Bddl, Jahn-Teller F£ 7). 4y FRlERZEH), B, S 52X
a v R AR T AW T8I OW TS T 5,

PAPUIEON =/ S/

H (coronene)sMosClis D

[1] Y. Yoshida e al., J. Phys.: Condens. Matter 28, 304001 (2016). [2] Y. /Wi

Yoshida et al., Chem. Eur. J. 19, 12313 (2013). [3] Y. Yoshida et al., Cryst. Growth Des. 15, 1389 (2015).
[4] Y. Yoshida et al., Cryst. Growth Des. 15, 5513 (2015). [5] Y. Yoshida et al., Eur. J. Inorg. Chem.
2014, 3871 (2014). [6] Y. Yoshida et al., Chem. Eur. J. 22, 6023 (2016). [7] Y. Yoshida et al., submitted.
[81Y. Yoshida et al., Chem. Lett. 44,709 (2015).
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a-(BEDT-TTF),RbHg(SCN), DIEAEFH & Ea i FE AR R8T 5
—ififi £ T BC-NMR 5% FH =A%

Kt RiE HFRC BEE. R BF (EREEH)

a-(BEDT-TTF):MHg(SCN)s (M=K, Rb,NHa)i&, R THLL L7z MEEZROIZH D 5
T, KT 8 K TEMEEFEEAE Z L[], NHJEITH 1 K TSRS 2 = 97[2],
2 DO ORI Z TS 72 DI —filE T OBBSIHRRENMTONLTEY, ([ZEEHTH D ac
[N ~—8hE 2N 2 Z 2 X0 BRIRENHIE S D Z ERBH LTS 72[3]. NHq 3R
T a #hEOEIINC X 0 S EROIRE N TR S 4v, KT ¢ #lE OIS K 0 BRER
RGBS D, KRS, NHE TIE c #EDQHIINC Xk BmEIEBIRENK 7 K £ TLEAET
52 EDNR SN, FBEREEA~E 2 D — il E DR E AR SN B ST 57201,
K YRR IZ BT EE IR IE A JLEIRRE T H D Rb HE & %512, ¢ fill) £ FD BC-NMR & 21T
ST, oAEIE 4 DORERETFHNCIEEM 72 BC 4 N AA'B,C ZFFo0, BC-NMR HIE D5y
KPR AE NS Z & T, B A FOBEFIREZDEEL CTHET HZ LN TE5[4],

TLHENOHE LN AB VA FOIKEBERE, KOEBIRED ¢ S £ KAED G, ¢ filEl
&0 B PR AE DS HNH] SAVBEERENF R SN D Z &, BEEREOFHRZIC VB
A FOIRFEBZBE NI L TWD Z ERH LMo -, o MR EE R NI —R TN RE
WIe/Ny REFFOD, A A ERBFON RIZ%HET50I1Z% L, B A MIFEIZ—®T
N RIZFELTWD, Lo THBEEDORBUIEN B YA N OIRREE NN 5 2 &1,
—RILNY RINEBIEEORBL L HEHAZBEAR L TWDH Z 2R LTV 5,

[1] T. Sasaki et al Solid State Communications 75, 93(1990)
[2] H. H. Wang et al Physica C 166, 57(1990)

[3] M. Maesato et al. PRB 64, 155104(2001)

[4] Y. Ihara et al. PRB 90, 041107 (2014)
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AR (Ra-(BEDT-TTF),l; DEMEFIEE T 4 T v 7 BT
BRI IR 5 4 E R EE

AR, ERtE, mgEL, REERA CERMIE)

FHHERa-(BEDT-TTF)ols (35 & CTEMKFH&FARE, 1.5 GPa UL EOFKET
TEE?H®747/7 HIREE L 72 B [1], O OWRBEDT ST CIXEM Pk
BEARDOT 4 7 v 7 & IREE #%ﬁ#ék%ﬁéhéo_ﬂ%%ﬁwéﬁmf
*ﬁ%ﬁﬁ%<ﬁf¢éfﬁﬁ&(l@h&ﬁ) T T
BN To-(BEDT-TTF)2l3 @ﬁ?ﬂ%%*ﬁ#@(mrﬁif [ 1
PEd & OREBHREIE DI E 21T o 72, EBROAER, 135Kk -

%ﬁﬁ?%%%m%##b%f %ﬁﬁﬁ@@@% i \
RILEK (RS L0 27 =37 - Fa—xiElE | 292

@E{HUL?’_O o — /)@«U( @b\j‘hf%}fﬁb\ 7 L T2 Massless
TV Ao B RREREE N ER LD LB [ Charoeordenne o
bbb, % l ' 1.[llGPal ' P

N 4 : a-(BEDT-TTF)2Is DOBEEHI 72
[1] K. Kajita et al., J. Phys. Soc. Jpn. 83, 072002 (2014). (. s seisic i B 5.



P12
A T Uy RILEIEGEIC & B9 FIEER O E Ik hE
Bl &5 (es) | RE 1 (B |, =IF [l (MM EEEMANA)

8 — R BREH T BT, B EPLEIE B ER(DFT) D FEH A C— AV AWV B AL TV 2 e T JiE
UTIEL(LDA)S— b A Bl T L (GG AN J5 -3 < 3 2 Mot ik (A LB LA & W o 729
RS A EIC X L CHEITT H &, B2 MEICHERMEAIELHEARH L5700, Kk
BRI L CEBM RN REENELNTLE D Z ENE. ZHIEILDARGGAIZEBIT 5 H
CHAFEHOMEE LTHoNTEY, o MHEERIZB O TR TV 720,

— 7T, B A CEERRX[PA(dmit), ]2 x5t D LLRT O 2 O 5 — R B EHR FIEIZ BV T,
BEEEM ORKIZ LY, 2 5Odmithd(if - CETFHEEICRY "ALNDHZ L ERL, Z0
RITIZHERTHDH Z 2R LIZ[1]. OB, GGAIZ X DFHETIX, TV IT/hE 0,
N— =T %y ZIEOZIAZ NI AND Ionga 7 U PSR & v TIaT
CERICH L CEMEFHEETO L, MVIXEVBEFICENRDSZEERH LTV,

% 2T, ARWFJETIX DFT QMBS HAIAIZ D F~— b L— T 4 v 7 1L D g 70 23 a8 % B
D AND ATV v RPLEI% Heyd-Scuseria-Ernzerhof (HSE06)[211C 35 < &5 — FUHELGHH F 1k
EHAWVWTCHMHBER Y FHEEROBEFRELZFHAT. TORKE, EMKFEZTRT o
-(BEDT-TTF),I; 1 & O £ -D3(Cat-EDT-TTF), DIRIEREEIC B VT, MR E - #ENES
LT RFEFRTIX, # 1 IROT (TMTTF),X % O Eff BRFaf kA 53 2 B0 fHA S 4T L7z .
[1] T. Tsumuraya, H. Seo, M. Tsuchiizu, R. Kato, and T. Miyazaki, J. Phys. Soc. Jpn, 82, 033709
2013).

EZ] J. %Ieyd, G. E. Scuseria, and M. Ernzerhof, J. Chem. Phys. 124, 219906 (2006).
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HHEEAR k-(ET), X 28T D EMFHEE & A v FHES

feifiEnE CRAERED) . PR (THETR) . iE CGRAERHED) . AEHER GRAEREHD)

MR k-(ET), X (X IXT =A > 2F) 13 ET ¥4 A4 ~— % L =&+
WICES LT B8 g & 7 =F v 1 b7 D E N R BICHEE L7T-iE 2 LT\ 5,
X = Cuy(CN); OWE TIiL, #MFEHT7 T AN —a VEBEHBEOHRICL Y A
VRIREESCHIBE 72 EEE RN BT 2 Z ML T D, T, XA ~—HND
T D HHEEDOFENHERORER ENSRBINTEY [1,2], 8582 L2815
FEEZHOLMNCTH I ENREREE LGRS TWa,

ARFIETIE, 0 FHEER k-(ET),X IZBIF A E IR B HHEORZR D Z &
ZHBE LT XA ~—HNEBEDD DL N NS— N2 5T T A aiEIl XD
FENT UTe, 2 2 CIIRRBEMERRY & A BB T A ZE L, ¥4 ~v—M27 —nr 4
HIER E A ~—TREZ /T A —2 L UTHRIZER LT, &BME»D XA ~—[/7 —
o AR AR ORI X 0 SO A P T2 B RRFAR~, XA ~—5REZE D KIZ LY
FORBEMHEABICEE T 5, BB & SORELE « BRI ~E-3 <25 T, T
FHBADSER T 2 —HF CAE U HIENZIZ E A EEL La\n 2 & & B Uz, B R O
REHLIZK-(EDXDE Y MEBITFIZE T2 A DL E LERMP L EITONTiHE
D,

[1] M. Abdel-Jawad et al., Phys.Rev.B 87,075107 (2010).
[2] M. Naka and S.Ishihara, ]. Phys. Soc. Jpn.79,063707 (2010).
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JREA B 2 dte—IRouy SRS T 5 Bk &
i _iﬁ*é%ﬁﬁﬁﬂ%@%%

MERP VS, Ehged GRR & KRB

BB ESER TTP[Fe(Pc)(CN)olo 1ZJRTEA V' A Givi— R Ty ISR TH Y | ITHEF
f BT STV b, Bl zix, FbaE) Co ITEMRINTZREAE a0
IZHEARRKRE 2 ESIEILZ 7~ L, £ Z2 UHMEIRIZ B W THMTRE OETINZ £ 0 B35 (A
@Eﬂﬂﬂi#xﬂ%) ZERBHIERTWD], 2o XS AeHEEIX, FOLER Fe O b ORTEA
vl Pe BROMGEEZWHS n EFRIOMAEATHDL EEZX NS, AFETIE, EitoxE
BRofE RATARRS S0, —IRoeA T2 TR L SRR 1/4 O—RIRiE NS — RERL A A AE
JHlZ X > TS LT=E T 1(2,3]

H = Higgy + aaising = He ) (55+.5) =Ju ), 55

DELREATIR D, ::f%&Si%h%m¢§E®%4k® %xt/&%TXE/T%D
HAZNES T D, FREOTT /ASK L COHSRI U2 @M L, ERBFIRER b NCE
U DM DR Z R~ D

[1] %1, M. Ishikawa et al.: J. Phys. Soc. Jpn. 78, 104709 (2009)
[2] C. Hotta: Phys. Rev. B 81, 245104 (2010)
[3]Y. Otsuka, H. Seo and Y. Motome: Physica B 405, S317 (2010)
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ARSI R S BT 5 77 AR ER IR
—Ginzburg-Landau BEa{C K 2 K& A1 RF AT —

ANPEEEH . R BE EREE CRORPENT)

B R T A EER 0 -ET2MM (SCN)+«(M=Rb,Cs, M’ Zn ,Cof Tlx, B L FHafBITrE ©
DT T AR D ENPBI S TW B[], ST . EATRTER R CHE RS
DENDZ &, SHICREH —a U MHAEEH & OBE %%F%T}Z) & CHEM 7T AN HB
T HAREME N FER STV B2l Z oER TlE. A7 Ginzburg-Landau(GL) 525

F= 1/d?“['f’d>+ 50"+ £(V9)’] Q/dr/d’¢ ré(r)

_7-/|

Db & FEIRBEERTO Schmalian b O [SIICE ST MR § LA KA AL A X2
DN G, 7T AFHOHBLRTREEICOWNTELZ LTV D,

AW CIEIRE T@?ﬂ//l’fT“CGLji&f%iﬂﬁﬁ’J TR XN A BT 5 2 LT
AR PRI ISR T 5 77 AMZEEOFEMZ T, BRTIE, T A—FIZBITD
B Anf 3 FE D RFRE TS R 3 L OV OFFFNIER] OFEATHRE R ICHOW T, L IBRDTFETH D,

[1] F. Kagawa, T. Sato, K. Miyagawa, K. Kanoda, Y. Tokura, K. Kobayashi, R. Kumai and Y.
Murakami, Nat. Phys. 9 (2013) 419.

[2] K. Yoshimi and H. Maebashi, J. Phys. Soc. Jpn. 81 (2012) 063003.

[3]J. Schmalian and P. G. Wolynes, Phys. Rev. Lett. 85 (2000) 836.
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i

SV ERRIIES

H A~ —HEE /oy FHEEIRIC I 5
R, AR CRAERED)

BERMAEIR & IE, BESIC LV BMES, FBISIC L EROmA TN ENE T D
BT OVSA Z R T2BR Th 5, BERMKERITE ST A ZA~DIEHI b mEmVR
TV NEREOZ LG HEEEN  ICHOMBLENOIER STV, ERBEKEIRO
FEHBUTIL THEME &L FFEMEOIAF ) 72 b ONT TR & 22 O KR PRE DRk L) 272 T%E
MLEL D, ZOd, MIEFERELBEICEUERSBLAWE H.O0IC ZIVE THFER
fTonT&=[1,2l, — T, o HEBEIROMEREIZE LR L, o T HEORMERS
BREIRTZ T TR KFERICHS ZOMEHEBITIER L TB Y, “OF o~ VvF 7 zu A 7 X7
EYRIRT DR ISE NN DD b 5 [3,4],

AIFFETIL, A ~—EE L RO FHEEEPERESDR L E L 26 NG E TH
5Tk RIMEOEBLRE LT VEHEE AW CHGmMITR T, BEMICE, RENRT A~
—F v FRTHD « M BEDT-TTF 2 SEICE & XA ~—WNOEM B HEZ B8 LI2ILR
NN REAL7 S AEE R L V8 U7z sfil S (5] 2 5 s L 0 figtr L7z, £ o
e, IR & 22 [ OO SRS FRPE S [RIIRF IS AL T AL » BT R A MR CEBLT 5 2 & & 0R
L7z, S HICZ DORER - BARFFARIZ W CES S 2 FIINT 2 & | SMEIREEIZHLp] L 7o i
{L(ER ) 234 U 2 BB O BRI RD BT 2 Z & 2R Lizl6l, Z oERmARIE
T A~ —NOEX « BRI DO TR SN ORFEBIZ LV RS T o s, 20k,
S THEIEDELILR ST XV - B ORI DMBIE S N5 8 ICB 0 TH. ZOKF
RPN AROMEZFiOR YD EXERENEL D T 2R LT,

[1] D. N. Astrov, Sov. Phys. JETP 13, 729 (1961).

[2] T. Kimura et al., Nat. 426, 55 (2003).

[3] M. Adbel-Jawad et al., Phys. Rev. B 82, 125119 (2010).
[4] P. Lunkenheimer et al., Nat. Mater., 11 755 (2012).

[5] M. Naka and S. Ishihara, J. Phys. Soc. Jpn., 79 063707 (2010).
[6] M. Naka and S. Ishihara, Sci. Rep., 6 23611 (2016).
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KRS B ARERIZ I 1T 2 HID RINLIAR) A O Bamr) AT

WA (BRkerikRe) . At (REHR) . RIFER (FOCUS)
EHEBE (PERT) . BRI (W PERE) o SE)THZBR OB RBE)

SRR A — T2 L0 E 1 oRT [ I ( OX
L9 T N T F T 7L (TTF) TN Box
BRAZFE DS W T2 K TGS R AR E
fk . wHs(Cat-EDT-TTF/ST): (L4 T §=}DI’ ;22 gig foo
H-TTF/H-ST), ROZOBARER o (' oo g © s Y_S
Ik wDy(Cat EDT-TTF/ST:( LL T 5 ° 0 ¢ p on 2= I ]
D-TTF/D-ST)ABI% & 7-08, X St X0 S Y7s
WEEfTIC X Y . TTFIRICB W TIT
H K® Roo ® Ji M £ < (H-TTF:
2.486(5) A, D-TTF: 2.501(2) &), —F T ST KBV TIE D {AD Roo D JinE\W(H-ST:
2.509(8) A, D-ST: 2.497(6) ) Z & RNHMESNTWD, Z DREICFENLARZYF 2 wds 4 5 JHIA
ZHERICRRE T 5 210 A TBiE e = > R (A R & OFAEAER 2 REITE A ATE N
KOMDETIVHREHRANT, KEFBEFOKFZOBEINIEHT LB T vy LR LX—
HIAR(PEC) &, KEFEE T DKEDNLE(Sox) & Roo [ZBT 5 H8ART v v b= x L X —ih
H(PES) Z Rk L7z, RIEICIIKFERAEOBRETIREEECE, »O HD 2XBT&5%
4y % BEILRA S EE(MC_DFT) & F v, PLEI%RICIE M05-2X % 7=, B4 2 KR
W2k, ARFREAEALI0.. . H...0lIZIX 6-31++G(d,p) & . T DM T2 6-31G(d) & AV 7z,
ifdk?‘?@%i‘* 1T 1s Gauss UL KB H A Hv T2,

ST&®D PEC ki Li=E A, nEFRICERNT 22=y MEMAEER &, KER £
DEFNEITL, PEC IRZBINCE(L S DL E0NHLNE -T2, £7-. A% PES ITF
WT, H-ST & D-ST & %12, minimum % Soam=0.00 DALEIZIE ST~ Soum=0.00 1253
7% Roo DEALIZK T 2 =R X —DELZK 2 127, Jk@%éiﬁtﬁu £ Y minimum
ZRFES -2, H-ST Tl 2.42 A, D-ST TiE 2.37 A& 7220, %%ﬁ@ﬂw@km%%

R
X oxt I dox=Rox> ~ Roxi

! | Roxe

X 1. HD)-TTF/ST O 45 FHi%E & Roo. Sox DIE

EEMIICHETETAZENTE T, ZhE, KFERIFEOETIRE. X AFAAE
HZZNENCER VAL Z EICER L TWA EEZ LD,
i H-STBI & D-STBI
. [*605=0.00 . [*60p=0.00
=) y = 151.4x - 732.86x + 886.85 S, | y=29528¢-1401x + 1661.8
g4 R? = 0.99704 g4 R? = 0.99958
=3 =3 -
§1 | min: 2.42 E]_a \\\:f?237
1 - -1 -
2.25 2.30 2.35 2.40 2.45 2.50 2.55 2.25 2.30 2.35 2 40 2.45 2.50 2.55
Roo (A) Roo (R)

X 2. H-ST & D-ST @ 3-unit 7 /UICEIT 5. 60x=0.00 DALETD Roo
DEACITHE S =3 L X —Z 1k

[1] T. Isono, A. Ueda H. Mori et al.,, Nat. Commun. 2013, 4, 1344
[2] A. Ueda, H. Mori, et al, J. Am. Chem. Soc. 2014, 136, 12184-12192
[3] A. Ueda, H. Mori, et al.,Chem. Eur. J. 2015, 21, 1-10
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o VEER ¢ B ET ¥ 2 F v #/L & L7z Mott-FET (281) %
7 4 ) THERA E - MERIRIERRS & BB

OVl s’ NIz AR L™ gl =" (ERF, *551-1P)

43 FPEEAR ¢ -(BEDT-TTFL[CUN(CNYICI ( « -Cl) i, 58V VEEFAHEIC & 0 KR T Mott #afzis
LR D8 2 ROTIRHBME ThH D, AL BERIR N T DA X (FETEEZ WD Z & T,
k -Cl O F BfE Sk LB DO A EAZ DX ¥ U7 R—7 0N HHETH 5 AT
HHL. 74V 7 HIEE Mott B80T B5 1281

10

5% % U TR ORI A T\ B, ol fo T
PRGBS EHEQWECSNT o 8 1
B ENTo, BEAERE 7 B AL — =Dk e \/®> T O
% X (b)1Z7: 9, Mott—Ioffe-Regel RS (c~e?/h) SAMS;O/{*_Si I* e | \
FHED B & RIERICBIT L, Vb5 bad R 2] \
metal RBITMPS AR, —F, 7rAF— Otk e T
N=EHEOEEE R FER A7 — Y v 73l R RS \
fE>TH Y (M), /3> FIFEIEE Mott B35 & 2, o013 ok ik e
LBOMEN R HND, 25O EIE DMFT ke e
I2 & B BRI TMIR,3] & b L <R LTEY ., . IR UL
U mAF— SRR TORTEIER Mott % 2l es, % s

- Stz Ve s - TR

LRI LBEIRRTHH 2 L &2med 2, - (@) 1 HLES FET 7751 ZOBEEL ()7 1 U
[1] T. Furukawaet al., Nat. Phys. 11, 221 (2015) > 7l Mott 5B ORI, V388 - #fgkik 7 o
[2] J. Vudcevic et al., PRL 114, 246402 (2015) AA—IN—F 1 v, () — MEEHIHHY % & T
[3]H. Terletska et al.,PRL107, 026401 (2011) A=) 7 7my b,
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7 = 5 MOREC L DA R v MMk
(BEDT-TTF)-(FeTCNQ) DA =% ko OB

fililiy Bk, A RM, HIL BE A & 5B, BRI A CD, A
CROCHT sk, AU} RHL A, JERBE B, PERRAIT C, KT D)

ET-F,TCNQ (X, FKF+—T& % ET % %&77?7& Toh D F.,TCNQ 771006 78 D oy BfefE
EREMBEEARTH D, ZOWE TIEIF,TCNQ 4 IZIZ LT Y . ET 7 a fili 71
IZECH U7 — IR TN E Wt 240 5 half-filled D —RITTE v MMEEA L 72> TS, Z 0O
HOWINE—271%, 0.69eVIZHY, ZNPNHFF Y7 (By by v ) ITHIcT 5, 2
@H~7i@+ﬁﬁ%wi*w¥~(usw)@N»x%%%%#é:kf\Pw~?%?

ﬁbiﬁm&ﬁﬁﬁ$u5 ENHEINTND [1], —J7. 0.69 eV OWIL B — 7 %3t
%ﬁttt AL, XU T TR FRAERSND EEZLN TN D

AFGETIE, 7=b IRV T - T u—T555% T, \%(M@w)%ﬁ®%é@@
PERCHT AL AT MV ERIE LT, EISELE Tid, W e — 2 (T O SR O Ol
ZORE=R XN, B 7 OAERKICKIET D EF 2 LD E— 7 fEENPBH Sz, 5
MARENDS, ZOE—I7HEEII A, =y FUARICE D b0 i ES T, EBRIZ, $k
BN N— RET IV Ef S TZBEREITIC L > T, ZofiEE b &I E —7 LD R L¥F—
=R, WA FVOIREFRT L0 TE S, Zhik, B —KRITEFRIT A
TR R UERBHILIZIZUOD TORETH D,
[1] H. Okamoto, et al., PRL 98, 037401 (2007).
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k-ET2CulN(CN)2ICl 2B iF 5 K—t" > 7 I Btk

JItEZE = A, BfNGL AB, BJItHIT C, FEEEERA A, THIL C, MEERE D,
MATE R ABE ARG F, fEEIL= A
HAE A, BEAHF AICSB, BRS¢, A KB T P, #EHif CEMSE, &FH4F F

ER EE N7 U AX(EDLT)OFEZHWS & s R—e 2 7038 Ly 7k
BRI LTS, BBEOXY VT F—Y U7 %(TH) 2N TES, BAITAKE v MK
& k-ET2Cu[N(CN)2]CI (k-CiZ%f L T EDLT F—E> 7 %47\, Wikt » M o8I
L7z, A—EHZBW T, BEF F—7EN-RELEL FR—7 SN RO R — 825 %
45 &, EALR—7HTIE7 2 VI HOERNE T F—7HOLD L RE BigoTH
HZLEMRBENT, TRERGET S0, kK ETHZMR LR = Ak N"—FEF
MR LT 7 A2 —B#aa2 AV, ThEho R—7RED A7 MVEEEHE LT,

Hole doping Electron doping
; ; ‘ 1.6
H 14
M12
1
038
H 0.6
{H 04
02
0

K:k-Cl ICEfLEBFEENEN 1T% K—E 7
Lictxn, 772X —EBEmICLD 7=V I
DAL R

ZOFER, BT K — 7 TIXE B A 2
VRRBICIEWBIR O 7 = b L 23 BLiL 5
DIZXF L EA RF—7| T 7 = LI HD
—HNCEEX v vy T E L RO T
THENERIND Z ERbroTl, 20
X v » 713 van Hove i S STz Bl
HZ b, R—=E 7RI A R
HEICER LTS EE b5,

[1] Y. Kawasugi, K. Seki, Y. Edagawa, Y.
Sato, J. Pu, T. Takenobu, S. Yunoki, H. M.
Yamamoto, and R. Kato, Nat. Commun. 7,
12356 (2016).
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IR T 7~V BB & e NI SR R B BhEE A
(ZH 1T D TR B 53 B 0D s AR ik

tﬁd

AW, AR, )IORES, SFER, BN, AR A A R
(RCRBe#r ik, PEMRHT )

!

HEBRBESEA TTE-CA 1X. IR TIXHTHO 7 7 o F LT — L AR TH HH, 81 KUT
TlE, RT3 TDTIF P67 787 H =510 CA~NEFHBEIL, A4 MEORERE &7
o ZuaEHMA A o MEEE  (Neutral lonic transition; NI #58) o, F72. ZOBOE

DORBENZ LV B4 U, TTF-CA 134 4 U MHEARICBW TSR E 2D, 20X 57
faf 3 A OEACITE R 3 B iEErElL BB EM ) & MEEn. FrLunwZ A 7 O5EiEEMNE
ELTHEAZED WD, Fx DI IL—7TlE, fif. | ps BEOEMEZ ST T~ LV E
Wl (LLFT I~V ) OERR S ZHWT, ST RMFEEERICE T 52MFEESMOIER
RS 5 2 SITRB LTz [1,2], AW TlE, WiEEMETH D TTF-CA OHFHEFEIZE W TE
RIEDT T~V IR ERET 2 2 2k o ARk AR A T, S
Z L C, 400 kV/em %ifi 2 5B & BEAICHNT 52 & T, 4 — TFINVTE
MR B B RSBORI 20% IS+ 2 ERAasmaEmE W R |

THERT S Z LTk L[3] (K), ZOEKRBRDBOERIT, 7 fé 76 TA“
TV OBEIBRAIC LY TTE 551025 CA 5+ ~DEHB

g ——
BN S INDZ EICEBRLTWD, & & oo EE7 & Electric field
AT I 7 ZAOWPEN S, FHFFIZBYE STV D8RR 722 A JL

FUAE AL V8, BFREHEBIC Lo THASBVIRAT G v N D
5:k%:@%@é%@@ﬁﬁ&ofmézkﬁ%%#m@oko“ﬁifﬁffﬁiV'
[1] T. Miyamoto, et al., Nat. Commun. 4, 2586 (2013). VR YR Y
[2] H. Yamakawa, et al., Sci. Rep. 6, 20571 (2016). i

[3] T. Morimoto et al., submitted.

Polarization
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T T VYT KD AR R AR AR EE A 0D vk o il i O SR

HTORES, EARHL, BRI, TH BN, KT, KRBtz &mEH, HEBETA
HIATE S A BRPIR B, A 18 CROCHT RN, 20 F-0F A, Pkt B)

BRASEIR 0-(ET)2ls (ET=BEDT-TTF) %, HBBIRE 135 K CTEMEFMHICEE L, &
OO BNAEL D & & HICERKEFEN N, B R omEEEZ 7T [1], &5
BB EAR TR, TV ELRERRT L2 L CERICOmEZTHTE D MBI ND
[2]. AWFFETlE, 7T~ WY EHICE > T a(ET)ds Do adE+T 5 &, £72T7 T~
VW ORMEFEEZRET D L2k, DO HFRCHEIEE LA O NN T 52 %2 H
e L, 77~V ER TN E L, BRBEERICHST DR, £213, 56
TEPHERAESHG) E S e —T L LTRSS T s T a— TS REEIT o, FOREE. T
TRANE R E SHG S & HITT T~ Ik L ChFFGBMT 2582/ R L TRV, &
MFRFF. 372D BB ESMN EHEIZER IND Z Enbhro7 [3],

Flo. T TV OES TN & 2 Gt N TRIEE S W, AR ORI FEE I
E LT, ZORGRFEEE. KO X 512 bdhnd 27 BV R TRRMEEZ &5, 20
B CIE, BREFFHEHTKHRO A & A TOEMESENTE Y | X a i FITTh s
LEZLNTWE, LrL, ZOfERIT. HofiTatilim<
X7 BRDFBZRNTND Z & IR L TS, 20
Ko7eptdbomEi, O NI AT 7 —Z R LF—0
REWH\E—FT D, ZDOZ LD, BEFEHBENEL
Hlx, prHOEBMBENEIYD., TOEMBENZL - T
ITHBINFEBL L TV DH D LR TE 5 [3],

[1] K. Yamamoto et al., JPSJ 77, 074709 (2008).

[2] T. Miyamoto et al., Nat. Commun. 4, 2586 (2013).
[3] H. Yamakawa et al., Sci. Rep. 6, 20571 (2016).
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77~V R I KD H A ~—F v bR « B BEDT-TTF YO & ik MO

LTI, SAARTESE A, FEDE, AR, ATFHES, & H,
RO A, BERFH — =] A, BA 18 GROCOETRE, SR A)

KA ~—F v h% «-(ET)2Cuz(CN)s (ET =BEDT-TTF) Tlx, # A ~—HNDOEHDHHEIC
KT 2 EE2 ONIFBICENBH SN TWD[L], FATZEICEB W T, T T~/ fElg
DWEAREE A7 b LiciZ 30em Ic e —27 2 b OB FERE (OWBOLEHGE) &K1
D77 ) THICEDEERSH L Z ENEH SN TWDN, ZOFEMITAL TR

[2]. ARWFIETIL, T T~ RERfEI Y 21TV, 60 em™ LLED R $ D E 7B & Bk

DOFIRBZIRE L. 77/ TWE EMRICEE L
FUTHESNT ALY MV OFEMZR RN 24T - 72,
FRIE, AKITBTHERFELRAT b (B
W) &, FEDT 4T 4 U TRRNTORER (FEfR) T
b5, LAWK 76 cm OEEE (BHR) 2IRE
L. #5500 — L ViRl (3K o7
7 ) TWICE T, AT M EERICHBTH Z
EINTEDL, BTEBDODANT MVBIRIZE - T
I, BB LD mWIERICS 7 7 ) I K D%
AR IEEN A~ FUVITIZIEFR TE 2 2 & bbb
ST, ZTOXE T, DimEEHRT A E THEINSE
TiERIL, 30emt TiE7Ze <, 60 cmt LA Lo JE i AE
WizhHnZ ENHLMNE RS T,

[1] M. Abdel-Jawad et al., PRB 82, 125119 (2010).

[2] K. Itoh et al., PRL 110, 106401 (2013).

o
w

Wavenumber (cm-1)



P24

HHETE ~ MR « 1 BEDT-TTF 5D
T T~V BT X A E Sy R

FEBYE A, ILJTIORES A, SiATE L B, BARM A, SFEIE A, ZRAWHIL A,
BHIPERT A, w1 Fnd B, EERF I —w] B, A A (A FROASHT IR, B KT

k~(ET)X (ET=BEDT-TTF)IX, ET 53 N ¥ A ~— % T D8 o aAERTchHy | N
RigE XA ~—N7 —a FRABERTHRTH D, XA ~—nNEHNe = Ak 2T
% k-(ET)Cuy(CN)s 1, FFELFERFVPHRE SN TERY . EFUFHFERTH D AlRetEr e
MIh<Tnbd, Fxix, 77~V ES (B 0.4
2L - C, BT H A L oisa AT 5 .
ZEHEHME LT, TIAINYER ST SR 0.2
7o —T7SWHIEEIT o T2, 5 H T AR

o 50K _
Etrz 1290 kV/iem
_probe:0.48 eV

(1 O EAR) 121E, T T~ B0 — T (% 0l
1 RE BT B IBISE . B L, Z0KIC 8 EIEE€E T
7% D IREIRLSY (X 1a 38 KO0y MR (X 10)2s g ol ) ]

BRISNTZ, 2hbl, 77~V ERICE-T
FA 3 —%WRT 2 0 OEMImY HAET
5HZ LT, WM D XA~ —NEBC RS
DX A ~—HEBDOZ XX —NENT D
ZE, BEO, ERICHIEFWT T O REREN
SHIZEEND FICENL L, FhveZomiF & L 0.8
TN abe—Ly MIE#dTAZ Lick- i b 63 cm-L
THHT LN TED, EBIT, 7T~V - vV

2
Eth

102 AR/R
o o
-

N ¢ relaxationT
BENZ L > CTHE &SR ”BAETDHZ L2 R e
Lz 203, T~V EBRICLAE A ~v—N 0 5 10
D 5y TOEMR O DY &0 I JE > THEES Delay time (ps)

L. ﬂﬁ?@%ﬁ‘]ffﬁ?ﬁ@ﬁ@ﬁi C7=b D &I T | EHEEOT Ry N ET 4 9T
D, ZOEHIT, HFEKRTHD ETHEITEWN C IR, FHOEEILT 1 9T 1 T
T, T I~V ES VA LD ERR 7 B @%Eiﬁj\%%%j‘o

Fl| & BREEER 72 AR X U O TREI LT,
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BRERFHEERD O DT T~V BRI R A ZFIH LTz
TR R N A A DAk

B A, A KEAA, KTHEF A, HAR A, iR, WA A
CRAHTHESE A, FERRDF ®)

FRIEER TIL, SMNBESL D 72 < THEMRI R E L 253, B ENICE, 3B ED A
BT XX —Zi/NIT B2, 3O TN AR D2 280 R A A4 R
D, ZOXI7R RAAL %, ABOK, REKEBICL > THEELZIT L, T2
B, BEFEERO SRRSO P RE & SR CRMI T 2121, e AT TV A K5 Aokt
FOHER, oWl SO EOEHEEZNET S Z LT TIEAR+ATHY . miRfS
fitRE <. JEREIO R H K ONEOMGFEE N A A 2 FRERMTHEL, 0 KA A AEEN
AP LS TETHEA T IV AEZHLNITHZ ENBHERBETH D, ZDDITIE,
PERDRE TR TE RV E WO ME T, BB R A A ORI MVFHRC R AL v
BEZIRTE CTE DT RBIEFIEORBRLERAIRTH D, ZDOX 5 RBUROT . Foxld,
e DEWBFER (Vnarvlg 2-7xo0~ar T AT B, DAFALEE Y D UEER
SN, Tisapphire 7SV A L—H— (2L A1 100 fs, FULEERE 800 nm., #:0 iK LJE %k 80
MHz) 232 &, QRO TR E I L CTRERITT 7~/ ERGE R AET
52k [1,2] @i LicT 7~V BRI OIRIE 7 & NS ZRIET 5 2 & T, MakE N
AL RN AA VEEREIZAFETEL 2 L2 OMILTE 2 [, 3] OMREFER K A A
VBRI T, TNV EMIE AR LA A=V ZIEORRNL, BRI E X
7 M ELTHETEDZ L, ZEPERFERICHEH TEL22LTHD, RIETIE, VA
FAER Y P UREDT T~V B ORINEGEEZFIHT 5 Z & T, 3RITIEFE N AA D
B PIEEHIICBR L, RER DAL IZEB W THMEE R AL UEN 2 Bl oT
WHZ LR LT,

[1] M. Sotome et al., Appl. Phys. Lett. 105, 041101 (2014).
[2] W. Guan et al., Jpn. J. Appl. Phys. 53, 09PD07 (2014).
[3] M. Sotome et al., ACS Photonics 2, 1373 (2015).
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EHERFEEIR a-(BEDT-TTF)l3 (1281 5
T A ML= —FRT T~ BRI TR & O R A

AR, TH BN, ARTHE, IIRES, EARL, & HHEH
AROPERA A T GROSH N, A SR AT

0-(BEDT-TTF)2ls (0-ls) iR 72 “IRTTABEARTH U | 135 K LU T CHRESR MO 725
FiREFEFE (COFE) ~HEBT 2 Z &N bN TS, FHxld, COMIZBWNT 7 =2 b ML —
P—=HE2HHT 5L, BROGNE— 7 2RO T T~V BN BAETHZ L, S
ST, BELET 7~V EBKEZRAT S Z & T, AR BICB T A EE /S AD T
BULRATRE TH H Z L A WME L TE 72 [1]. ZOMZE T, BREE I BV TEREZIT> T
Do a-ls DT T~ LY HAZIE, FRINEMER D TIREI Y — 27 BREEHIN D Z LGS Tunb
[2], EOFER, FREE ORIE TIX, ST 20 TR X 2N OFIC X 0 Bl T 7
NIV EREIE T AR RV RS TW R WATEEMEN B D, AR CTld, Bz o Kl E
TT I~VY BERZBET D NFEREEE L, WO R EZ TRV IEMRT 7~V E
a2~ F L ZRiE LTz, o-ls iS5 b i mIcRE L7 = A R L —HF—r UL R
(7L A8 100 fs, H0 & 800 nm, 8V I L& £L 80 MHz, PRI SE58E 0.001 md/cm?) % R
FLT7-E 2 A B ENT=T T~V BRI OBEETZIZIE, 9 60 ps it < IREHREE MBI <
Nic, ZOESESEIL. 77~ VY ICEECT DRMNEE D TIRENCER L T D, 20
FERND PR DT T~V BRIE OFAIL, HFDa—L 2 MEENCHE TS Z &R
AL E o T,

[1] L H % fh, B AW FE S 2013 4FFfk 25aDA-1; T H & f, B AW 2014 4K
27aAS-1; T H 4 fth, B AMELAE 2016 4=#. [2] H. Yamakawa et. al., Sci. Rep. 6, 20571 (2016)
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AL - 7 T~V NI & D
IR GTRFF AR 7 v =1 2P 0D A 53 Al ]

EARML, ZEORAE ., ARARKI SR, L)RES, & s,
THZLENA EEFEB, TALEGL C YRR RE C, AT
GRCKBE#raEisk, PRAF A, KEK MHERF B, FERRMT ©)

KEFEETI YRR TH D 7 o a ViR, RIECHRBEEE2 /T, 7 o3 BomEED
T KEREEICL D7 0 b OEMPIBE & Z U S 0 FNOriEEOEI 0 B ICH kT 5,
INFETICFEAIZ, 7ob bRV ANERBE L2GA0OF &4t (SHG) o7 7~ 1Y
W Z2BRHET 22 L0k > T, 7 e aVBRERRIERIE N FR 2RO L 2L MNE LTE
722,38l AR TIE, R 7—7a—T 5N REEITH Z LI L-o T, AT T~ VY%
PR U 7e Z LI K Bisasd Mmoo g2 b 2 1 ~7-, SHG MEIInfE 1RO IMOKE Z|ZIFIF
BT HEEZONDZOT, Zha7u—74L LTHWSZ &2k T, ERIRRFHESMRD
BAER A D EMNTE D, o, n*BRBICKHILT DR LFXF—DN e 7 n—7 L LTHA
THIET, EFREOEMLRRDILENTXD,

saas@EafteilE L, nn*BB A sl S LEGE, HREE% (<200fs) Y+
BTV 30 H3F LWV EmWIRETHMPBIERT 2 Z LR nholc, ZDOX 5 BRERRILISEX
KEIFRFOBERBEO S FICHEEN L TAETD EWIHIBBITERT D L WH Z L&, HEILBEK
RIS WERREIE AT ) Z Ik o THL MM E LTz, £, BBEDOT 7~V (B—
7 BERIE « ~150 kV/iem) ZRE L7254, 7 7~ VYR OELEICERY 5T SHG %
WET D ENghoTlz, ZHIE. T T~V IRIC K » TEHERFESWMO K E SNEHSN
TWNWHZ EERL TS, SHG MEZ(LORE JITHER T 20% E W) REREE o727, 2
AERE AR DOSRRIK 10% 250 LT Z LTk d 5,

ZOEHIT, KW TIE, ZuaalBRICAHESCT IV ERRT L LIk T, ED
A EOMOKRE K EE R OFmEICHIE CE b2 E2HALNE Lz, 2T, nERE7 1 b
VISERSES L OB EDBAEET 57 aa RO TH DL LS 2D,

[1] S. Horiuchi et al., Nature 463, 789 (2010).
[2] R. Sawada et al., Appl. Phys. Lett. 102, 162901 (2013).
[3] M. Sotome et al., Appl. Phys. Lett. 105, 041101 (2014).
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7z M L—F—HREHNZ KD TTF-CA NS D
T T~V BRI R A

FRFE AT, ARTHEF, SN, BRAME, EARL, MAR RO i)

TTF-CAlZ. FF— (D) OTTE S 1&. 778 7% — (A) O CADFNE DA HIERE
DO EMBERHATH Y . 81K LL R THMEMN S A A U A ~DOFRR 2 = 9 A 724
BThb, KIRDOA A MEFETIE, D FMOBHRKBENC L > THBSWANEL., MisEMt4
RTZENRHLMNZIINTWS, F2, A A HRICBWCEMBENER (0.65eV) UL ED
b i e VP el (DL b 158 5 B I Wl 7 VR ¥ = A DY S B 0 VS RO 70 ol =L 27 2 2 SN RN/ 1
EMTwé[uoﬁ@%@:km\%%%%\%%K4ﬁyﬁ—¢ﬁ%%%£ 7 & [RIRFLC
HIEGBNHERTHZETHDH, TDH, BIETMBOLLH ié??«w/%hﬁ®%
DHIEFCTE S, TTF-CA OFT 7~V HAZ I, FRIMEM: 725 %%@%L#ffbfkw m@
HREMFBEARTITONL TS X 9 RBEEE [2]TDOT T~/ BRGE OB L,
ZC. AREFETIE., MEBLE TT T~V BRI ARIESR 2 T T IS LT, 15K
(A A PEFE) 128V T, TTF-CA O HfES 23t LC DA fEEdl (adh) HricfErtLlz7 =
AR L—HF— UL (0L A0 130 fs, HULER 1169 nm, 0 K UJERE 1 kHz, BREHETH
J& 0.12 photon/DApair) Z ST L7 & Z A, afliFmcimt LicT 7~V BRI SR AT 5
_&%ﬁmbtoé% \??«w/%@&%é®m@%£%ﬁﬁ%wibt&:%\ﬁ%
ICHRE SN TWDR 77 a—T7 05 REIC BT D KSR b Db kA & BBt
—H LTz [1], 2pZ &ﬁ@\%?«w/ﬁM&®%$%%mt£tm%ﬁ W21 D sy fmds
FNTER L TWD Z ENREBEEINS,

[1] H. Okamoto et al., Phys. Rev. B 70, 165202 (2004).
[2] M. Sotome et al., Appl. Phys. Lett. 105, 041101 (2014).
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NMR HIEIC L AN OHaigra OHr5E

Z 17 R o N AV N 7 NN (11 [ 2 N 1 N e IR N1 U 31 R

ok EBL BAD Rk CERBEED. & #1R GRORIENT)

A-(BETS):GaCls i3 £ T 8 K THizHEin# 4 ~d, —F5 T, FF—%2 712 BEDT-TTF,
us'BEDT-STF([X]) & Fi\ 7= NI IR CHaR IR 2B 20”3, JE) F COBESKIEHLOIRE
{KAFNEZR £ 96 BEDT-TTF, us-BEDT-STF O ifitix BETS 1 & ki L CADEREEIC &
0 MR ORI W T BEAIC BEEE U 7oA IR IE S 5 2 E 3 S
TW5AI[1,2], = OBEEFICBERE U 7= i I INE OSSO IR 2 Fin 2 LT Bk
F7=iu 5, ARBFIE Tl Z O NG O B EAN Bz 3 2 #afgtl OB MHEZ I DWW T B vz
T 572%. NMR # W CHZE 41T - 7=, ZOfE%. BEDT-TTF ¥ Tl 13 K T(71 7)1 I2H
/s B — 7 HEEN BN, 2 O FIX. MR OS2 k-(BEDT-TTF) X 1 & [GIREIZ S5k

s s o s MBI E L TCWDZ R RBLTWS, —F T,

( I =T ) usBEDTSTF #CIHEIR 1.6 K % TORMMCHABTERT £

T aeprrre T BB SN, IRR E CROARIERE b X KT 5 IR D B
Ss s S WA SN, £7-. NMR A7 b EREE TE— 27 28
[j[}ﬂgi;j 7 u— Rt 2885 #V B S, usBEDT-STF 1343 7733

us-BEDT-STF MR THDH I END, /5 TELUEIC X o TRESEICARE RIS ELIV AN
[SIS;Z{GISJ ASNTEY, ZOEIIZ L > THRFFERPHE S LT\ S A
o S e REMNREZ BILD,

BETS _[1] H. Mori et al., Phys. C Supercond. 357-360, 103 (2001).
R —D5FHEiE  [2] T. Minamidate et al, J. Phys. Soc. Jpn. 84, 063704 (2015).
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7T A ML — kL7 — NERNZBITT D& A RIED
HIRIEE DMEEHIZHSWT

i B ORI o L R T

BFAEUVEREPAIRBE TED L D 2MEZ -3 0L, ERMICE A Y KR Z FE
T2 ECHFICEERERTHD, T THLIT, BETAEVRKZEEREICH S & HEE
ENTWD, THEDOR Yy B 7 () E RO R v B2 7 () R OIE K LD/ — R
Bt~ N— RERD)IZR L CHIRIBEFR 21T o7, AW FEIE, IERESINTZAIRIE
FEWZxE T D e it A TH DB E TIRIETH D (1], £~ — RERNI3 L TR
IR R AT S T fE R, €/6~0.75 O/XT7 A — X HEIE T, RO A 2 MBEAMEKIRTH I
FFEEE T ba =R 5D 5 L 09, BEFAV VKK EEET SR IV E L

DT, Flo, RITEORyE L7 t D 1/10 & W) EHERICBIT 2B fo E—o
A, HBLE L TWARNEERECE T AL VIHIKIZAENANE I DA HET AL L
THEFHTOLZ L2 RAHLIEBRICOVWTHHRET S, ERTIE, EBRTE A URIEN
W STV D 2] FHE R EtMesSb[Pd(dmit)sa]e D55 — R ELAA Zh R [BlI12 % L T H A TRIEE
HREEITOTRRICOVWTHHET L, KAFREOHAEO —HIZA—7 > Y7 hu =7 HO[4]
ZHNTITo72bDTH D,

[1] S. Sugiura and A. Shimizu, Phys. Rev. Lett. 108, 240401 (2012).

[2] T. Itou et al., Phys. Rev. B 77, 104413 (2008).

[3] K. Nakamura, Y. Yoshimoto, and M. Imada, Phys. Rev. B 86, 205117 (2012).
[4] https://github.com/QLMS/HPhi.
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A A RICEB T DMBE & VY b RAAL T+ — Vi
THEREAG R, Hh5d REIKRE) ., R (BN

ik A MR R TTF-CA (2B T, FEN)AE-50 555 A A o M (Ltereo) FH O FREE IS 4 VT2 1T
BUIDHFEF AT I 7 AN, &l - BETFTTONMH-FEHEA 4 Madfl 7 7 23—
N—HEIC I T DR R AR DOIE S BV I BI S, B R 2ED WS, Th
F CTOHEGRMTICB N T, ANV b=T U OFEIZESH T, FHATO VY b Ui
DN S TE T2, N M- T FHERE S 1 IREEE TH D Z EDRFIHTE WVE, BERATO
FItA 2 IE LS SRR TE T\ ey o 7o, ARIFIE T, BITHFE CER I N TV RO a £
YvaZ T 4 S RICER L, el AWV T 21T o 72, FORER. N A -Tterro £
WA N 1R LD 2 E2HHT L 2 LB LBl S5l BicL v, (HOR
T Y%L multi-stable fE S 720 WGk Y U P UophiEIZINA T, AAER ET N -1
FARAA T3 —L(NIDW)RLZERFIEE LTHEL S 52 L& r LBl ¥ETIE, N
F. Tpara fH. Lo FHOMRX 278 L, FHEERICEIT S Y U b 23 L OV NIDW bl o F51E 2 B &
ML, EBRE OxsEERT S,

[1] S. Iwai et al.: Phys. Rev. Lett. 88 (2002) 057402.
[2] R. Takehara et al.: Physica B 460 (2015) 83; R. Takehara: PhD Thesis, University of Tokyo (2014).
[3] M. Tsuchiizu, H. Yoshioka, and H. Seo: arXiv:1606.02528.
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K-(BEDT-TTF)2X D&M & BmE DT « 2 A ~—iifll a8 x T
PEEPE (RN . R GRAF) . MARIER (FREF)

oy FPEEAR R -(BEDT-TTR) X 1T, #Epk 7 =4 > X #2825 Z & TR - FERGMET » H itk
ROBURE R R 2 Iph a2 m T 2 E RO N TWVWD, ZORTIEHBANNESTZ DD
BEDT-TTF 431 (¥ A ~—) OWGENEIER L TWD7D, XA ~v—%—2DH% A KR
T A< —iITUDNIAL AN TEEZDN, AL RESCEBIREZ E L IR TX 5080
IZOW TR RICE > TRV, £72. k-(BEDT-TTF)2CU(CN)3 72 W DD RICEBWTIE
FA~—IUCTHEEAIN TS XA ~—NEMBBENRFERT 25| ST EP/RES
nTEL, EEEZHEDTND,

Foex 1 IX A ~—NEMEBE LS THOREREY —a U FEVER 258 Lz 3/4-filled JE5E
ANN— R 2 DT, k-(BEDT-TTR) X &2 I N—TEHETNVEHBE L, BT T
VBB R o TRE R LR BB 21572, BEEIEME X=Cu[N(CN)]Br (Zxf/57 %573
T A—=H ERWERER, BERBEOEAWIC L WEMEASE. RORBINE X A ~—F > Mk
I, SORBEMERRMTRRT . A5 BRI, BmE e Sk x 2RI 5 Z E 3o Tz,
BB TN S ZEL L, DOFRFZEE O XFRAEIT extended-s+dwe-y. ) Td D LLRITO # A ~
—IEREBZ - E N T 7 —F LT 5, HE TIIERFHORBUEREIC OV TR
L<i&md Do
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JE G X BRIBITIS K % 43Pk b O K AT DAk 5E
WEE A B TEL R A A
HRBET. 4y T

e 1 ROTAMEEIR(TMTCF),X (C=S,Se; X=PFg,AsFg,SbF) 1FIREECIE I DZE I L v #R
L EEDEYRBTFREEZEKT 2 2 ML NTVWH[L], Hx T HOROHF T
HE IR 2 e A E I D b 2 AT TETZ(TMTTF)PR IZIER L7z, 2D
FIEFRIR & 3T, A EIRIED S 250K T Mott #afxik~ L #f L. HIZ 65K CEMKST
Hifs, 18 K TAE U S AR AR 2§, ZOBMKFIEEIT, FERER].
NMR BIERBNC L VR I TND S DD, F O/ S 72 BB &0 22 /M 72 R 8 1A
HThHoTo, FexII(TMTTF) PR DEMBFIREEZ BB 2 Z L 2 B L. Gt
fig% SPring-8 @ BL02B1 THifEAE X MREIHTIC L W | BIREMT 217> T& 72, Ll
TRING | B FEREAT & AT — ¥ OB OIEENEIT, SERTefR & ITHIET & 2D
ST, RIEF T, ME T DOE -0 & G b T IR 7 HELIA 1 & FVN 72 21 B
BT X DT OFERIZ OV THET 5,

[1] D. Jerome, Science, 252 (1991) 1509-1514.

[2] F. Nad et al., PRB, 62.3 (2000) 1753.

[3] T. Nakamura et al., JPSJ, 76.6 (2007) 064715.
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7 d B DK FEERE O B G

W 3 O B RBESE )

7 d &% A -(BETS):FeCls (T, 2 DX IRAY 72665 B EEAMHEAEA T DMtk & LTH
BURIROWIMEZ R T 2 L THOLN TV D, RIROHREETIE, nEFRbRENEHRRT
TENTE, RESONSWVEGR 2IRITTAE RIS, KRESOREWVETHFEA L
WG LTV D SORBENENA B~V T 2, ZOWE ORI E L TERLHZLNT
& D, AR TIE, ZORBICHSE, RBNERRFF O E(LHME 2 b NGO 2 e -
70y TEBIZOWTEERT S, #iEICOWTE, 2 RITFHEHTHINA B~ 7RI L
T, BIGMELHOAE O R—=72 K5 RREMERRFF O L ELITMD THHTH Y, HET
o> THVPBIRBIRIE LR U A — X —DEBIRENFEIRT L5 2 Lamrnd, £, ®REICD
WTIE, BRAESCEN AT RS Th > T, ORMENMED I S (2% L CHRE Tl
VY, FEATRRMEA A CARENLEN SN D NT A= S =N H D T L ERT,

[1] H. Shimahara and K. Ito, J. Phys. Soc. Jpn. 83, 114702 (2014).
[2] K. Ito and H. Shimahara, J. Phys. Soc. Jpn. 85, 024704 (2016).
[3] H. Shimahara and K. Ito. J. Phys. Soc. Jpn. 85, 043708 (2016).
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BC-NMR 7% % V72 A-(BETS),GaCly D4 @ IR RE DA 7t
INBR FRR, A FEE] (EKER)

i IR T A R B ARA-(BETS),GaCly 137 E ¥ v s F CinE 2R L, £-EBE T
FFLO BZEMNRBR SN TWD[1], Z ORFRZBEO IR 2 BUfET 5121, EEEsE
WEEZBIT 720 T, BRYEEBEEU ETOLBIREEZRRDILERHD LEZDL
DM, 50EZATFRMENREAL T, ZOFIN E U TIEE HIREZ 825 i 72
7u~7ﬁfﬁb@w EMBETF BN D, &2 TABFZETIL, BC &H# L 7= BETS 49+ % /Eil
L\x@Emmhaﬁ%%ww%mMRmE%ﬂotmBc#in—%&@#A#ﬁ< Fenes i
B RVERE R CH A0, BT ROEREBEICBNTHZ LN TE S, #Zt/-
KA-FEFR 1T ZHE LizE 24, 80K UL EOEEME CIE UNT NRE BT HIRD %
WEIR LT, fll, HIEOIZE D ZOWE OB ToH HA-(STF)GaCly TRIRBNED & ZH3
BHR N TWDZ LD B[2]. A(BETS)GaCly 123\ T & KRN D b & DAL > T\ D
ZEERERT S, BHIT U F%;M&_NMR/7b@ﬁ%&Abﬁfﬁiﬁéoik\
FERRIR DA-(STF)2,GaCls, A-(ET)GaCls IZ851F % NMR HIE DFEFR & & i U Cilgim 7 5.

[1] M. A. Tanatar et al., PRB 66, (2002) 134503, W. A. Coniglio et al., PRB 83, (2011) 224507, S. Uji
et al., JPSJ 84, (2015) 104709.
[2]Y. Saito et al., to be submitted.



P36

KFEFEE T v b — n EHBR A EERc-Hs(Cat-EDT-TTF): ©
IR G

A =g, Bm g, WA ek, & IR

Fexid, nETEAEHET 0 DT 2 HRER ORI L OEEMIETZE 21T
S>TWND, REMWE CTH Hr-Ha(Cat-EDT-TTF) 1L, (& BN T A 12T D 4 A ~—
Ey MERAETHY , TORERBITEFAC KRB THS [1), RbEERKE LT,
AYE CIEZ OBUREE PN KBRS TEAE SN TEY [2). KEBEHLOF A FI 7 ANE
FARRE LR BB L TV D E B X BTV D, FERRIC, KBERE G2 AR EHL L 72x-Ds(Cat-
EDT-TTF) (2B Tix, 185K THEKFOBE) (FFk) 25| & &L T 2B b2 8Ll =
AR &, 16k BEDT-TTF M & X LR A2 AT 2 HEENRTH D,

T ZTHEL ZOROE T IRINGINE ERIET D72 DIZ, w-Hy(Cat-EDT-TTF)2 (22T I-
V FEZ WS ONORE T TR E A, IFERBEENRHBTHZ L2 R M L, JRWIR
JEIR C A — A OB B AN TARE R DS H A, 180 K BA T CIIAMM IRHTA HEL L 7=,
RIRIZ 2 D ICON TEIBHINC X 2ENKE <20, 125 K IZBW T 3 MW RO
WAOEZBII L=, ZORRARBRISEORIRICOWT, BAGMEOREIEIC X 55 miEE L o
BIRARSC. BEUE & Ok A KICBUEBEFT TH Y . HHITZOBNAWET 5,

[1] T. Isono, et al. Phys. Rev. Lett. 112, 177201 (2014). [2] T. Isono, et al. Nature Commun. 4, 1344
(2013). [3] A. Ueda, et al. J. Am. Chem. Soc. 126, 12184 (2014).
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BT A —)UHEBR TTF & MW o K G T B B B SE A O
B ERE, Yt

CGRRWVERE) TJE 0P, EW B 2R 1R

i3, KRB IREAT 507 S S> (S OH electron-acceptor molecules
HZE%T N7 TFT TR (TTF) [ Is s;©: + (F4TCNQ, Chloranilic acid, etc.)
ICHEBR S Y- B N —Fa i S OH

L LT H AR B R O BB IS % 17 > HCat-EDT-TTF i

T3 [1-6]0 = j”bi ’C“GC\ T 2 (electron donor)

F 4 (EDT) X% F 3 5% &K Hydrogen-bonded
H,Cat-EDT-TTF (45 LX) % HWC, Novel Charge-transfer Complexes

RF =255 DB b 72 5 Hi A B s 5
R [2-4, 6] CHARERET =4 L OBMBEIE [1] OAKIZHKI L, KEHEE L & O
(ale m%ﬁé@%%w% cBIG A RS LT,

INEDMEE I BICHEIE L7202, i TH L 1%, HCat-EDT-TTF &t &E7 7 &7
2=l IND IR D EMBESERICER L, RS, KFEEEREAE T E T 7874 —%
T L ORI NT, Rb— 778 ¥ TOEFBE) & KBS OHATE - HE)IC
BLIEN R -5, ARE TR, ARRICHKRTH L 2Bl BB sk ko & Bt o CHis
T 5,

[1] Kamo, H.; Ueda, A.; Mori, H. et al. Tetrahedron Lett. 2012, 53, 4385. [2] Isono, T.; Ueda, A.; Mori,
H. et al. Nature Commun. 2013, 4, 1344. [3] Ueda, A.; Mori, H. et al. J. Am. Chem. Soc. 2014, 136,
12184. [4] Isono, T.; Ueda, A.; Mori, H. et al. Phys. Rev. Lett. 2014, 112, 177201. [5] Yoshida, J.; Ueda,
A.; Mori, H. et al. Chem. Commun. 2014, 50, 15557. [6] Ueda, A.; Mori, H. et al. Chem. Eur. J. 2015,
21, 15020.
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Mott BER T B IC BT D 7 T — L VB RER O B 5 R

SRR G AR, pEp,
VHIE K AIMR, 2 B AL KB BR

Coo 7 7 — Loy FIXBEA D4 %@$Tﬁ%mwhﬁﬁ@ﬁ% %@HUMOi H MR
LTW5b, [ER Celd7 7T VT — LA TJIT BELTHBY ., o HIEEERICEA DK
%ﬁ%i4%f¢o;mg®@ﬁicmmA% 75@%Fw%$®tﬁ&&ofméo
A Co B DZEFRIZT NV H D &g % N—7 L7= fee A3Coo 150 FEEA Tl D Te &~ L,
1990 FARHIEA K 0 BK AU IZHFZE ST & 7o i B BB i B JIRAR S 4072 Cs3Co0 1IN T
W T Mott #f iR & 2 D BREZ R E RN D & T I a6 LRI TIE < F—
LDAROERR AT Z &0 NG SN [1-4], 2 D BCS Him OFAL I TILFH T AoV R 722
RO NE, BMOVEFHBEICER L TWD B2 O NEROMANFF-NLTnDH, —FTX
SEOLNTET7 7 — VLV VBEERTH D0, RMEY 7B SR O HIL 720,

4 13 Mott B2 T AR IZ B W) THER A ) D &R~ DB 2 BAIRPIROE/L & L CTHID THE
W92 2 Llopkth Uiz, AR « [E D261 L2 R e BRI EOHREEZ L LI E T
Db & O FEBFER, K OB Pl oO®E & ik UAER 28 FHEKEZIRET 5,

[1] A. Y. Ganin et al., Nature 466, 221 (2010).

[2] A. Y. Ganin et al., Nat. Mater. 7, 367 (2008).

[3] Y. Takabayashi et al., Science, 323, 1585 (2009).
[4] R. H. Zadik et al., Sci. Adv. 1, 1500059 (2015).
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Alloyed Organic Conductors p’-(ET)3(CoCls)s-(GaCls)y as
Thermoelectric Materials

ATEH Z8. AR 1B, Bk g1 | A%k =
ﬁiﬁ%E@I%hA\ﬁk%%ﬁB

ITEAED % T2 BVEM B ACAIFZE STV D A, Bex i3k, AN T U A X
MELE L TE W ENE %2 779 [1]benzothieno[2,3- b]benzothlophene(BTBT)%ﬁﬁb\ﬁ_ %@
EIR(BTBT)2XFs (X=P, As, Sb, Ta)»3Z D @EVMREE D 7= DIZEEME & L TREWVERE
T AR UL o rrEEROBENH O TREME 2 e U, BVEAM B oMERE %#%%
ThHNRNU—T 7 7 X —TELILEHE LT —Ry 72D RO TEESN, HDH—EDX
?U?ﬁ?@k@@%ﬁé ERFDoTND, —EOFLERIZBNTEI RN U RAH
BEZAWES Y U THAICLSTZOZ EfEND BTV AS[2],

FEWE TH 5P -(ET)s(CoCly)e(GaCldxix 2 id T =42 Tdh 5 CoClz & 1flidT =4
VT GaCly R0y TEERTH Y . ZOMKIIZIG Ulzkkx 727 4 U v 7 % H 5 (3],
LEIFE 21X OWE ORI E B — Xy VIR OEERFIE 2 SHLR S S ICHIE L, ek
B & OBRE 21T o7, FMiESTE VTR LN MEENPLE—_y 7
FREDREERFEZHE L, EBRER L OB 21To 72,

[1] Y. Kiyota et al., J. Am. Chem. Soc., 138(11), 3920-3925 (2016). [2] F. Zhang et al., Adv. Funct.
Mater., 25, 3004 (2015). ftf [3] H. Mori et al., J. Am. Chem. Soc., 124(7), 1251-1260 (2002).
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B — R A BEEAR(TMTSF)C104 12 8B1T %
BInEXy v T =F B bR T o v LD BAfR

AR BT (IR Bk ez (BoRED)

AWFIECTlE. AER(TMTSF):Cl0s ODBIEEX ¥ v 7 L T =4 VbR T o ¥ LD
BRZ 5, SEWEIL. REICE 0 24K T =F U8B b L, K 1K CHBEEEB 1
%o RIBWEREOBLEMN A VBRI LT
Wb Z s, BEWBEEORREME N #Eim I TE -,
B O FEERMI°HH [2, sl ThHIRBERREND D, — 7. od
RBE TlE, T =4V BRFbLAR T v v LR AR E X *

Yy I RIFTTRBELEHSL TV 2 03

_h%%wiz\ﬁﬁ%?m\%*ﬁﬂﬂﬁkﬁﬁﬁ

UoTHEIC L) B A E NS5, & ZICE TR 02 %
FMAEERZEAL, A CERSEICLVETHREZ e
EBETDH, 27 va VT HRRAOBEEOT =4 ™l 004 006
BRFALART v % v Exo &IFHEER 1 1277, Eao D Eno[eV]
MT7 =@ b0/ — FAHEML, BERmblasn K 1: AV —EHBREOEA
HZENRDPoT, YRIZINLOFEMEERT D, BOT7=FVBFIEFT T x L
e, ARIXENZENLD Eao
[1] S. Yonezawa et al., Phys. Rev. B 85 140502(R) (2012). TOBBCEXYy vy 7OH5,

[2] Y. Nagai et al., Phys. Rev. B 83 104523 (2011).
[3] H. Aizawa and K. Kuroki, Phys. Proc. 81 21 (2016).
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KRG BTBT #h 8 2 FI e it — R ooy MR o Rk iE & Wtk

HBP A Y, SHNER Y, EM OB KB 2 REIRERITZ, A2 IIERE P,
EARM S, AR Lk Y, R R
CHKRWPERE, 2@ i, ° BOCHEE, * MILEK)

NS FT ) R FF T 2 (BTBT) [ EEBENE & @& EME 2 3 a7 p B8R b,
BHE LTHRZED TWDH[L]. BTBT 8K EE 7 7 v 7% —ik & it b B
EEE AR S8R L LCTIRD B, O - Hifhih b7 o U A X IXEBENE )OS - KRE
B n EWEZ/RT[2. — T, BT =4 L OEMBINEIX&REMICIRS EEY, &VE
RAREE L AVEMREZ R T[3]. L LD, ZOWIT—REARLZEMEZIBL TWDHTD,
IR CARER BRI Y v o 72 fRH LTtk 9 5. 22T, wootkm kick s BTBT
WoEBHELZEILEI, KEMEHAERZEANT S Z & ThH RS OFIE Z FBEt L.
Fx OMEE TR LT a— GG T N7 F 7 7 A3 (Cat-TTF) FFEEN 705
IKFEREOTIAARER [ IOV T ORILIEZ R ISR 572018, BT a— Vi E 4
% HTH BTBT #5E{K (BTBT(OH)y) Zakit L7-.
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Superconducting Pairing Symmetry of Organic Superconductor

A-(BETS),GaCl, Studied by uSR
Dita Puspita Sari"?, Retno Asih"?, Koichi Hiraki®, Yasuyuki Ishii*, Adrian Hillier 5),
Toshihiro Takahashi’ ), Isao Watanabe1’2’6), Takehito Nakanoz), and Yasuo Nozue?
'RIKEN Nishina Center, ’Osaka U., }Gakushuin U., *Shibaura Institute of Technology,
’ISIS-STFC, *Hokkaido University

The quasi two-dimensional organic superconductor, A-(BETS),GaCls, (BGC), is composed
of conductive BETS and insulating GaCl, layers which are alternatively stacked. It is expected that
the low-dimensional crystal structure and the hybridization of the 3d character on the Fermi surface
would cause an exotic superconducting state in BGC. The magnetic phase diagram has similarities
to that of HTSC Cuprates and the Fe based superconductor when we gradually change the
insulating layer to be FeCly, (BFC) [1-2]. A study of the superconducting state of BGC is important
in order to reveal the presence of unconventional superconductivity. Muon spin rotation (4SR) is an
ideal tool for such investigation.

We have carried out muon-spin-relaxation (uSR) measurements in the zero-field (ZF) and
transverse-field (TF = 30 and 60 G) conditions at the RIKEN-RAL Muon Facility in the UK. We
investigated the Cooper pairing symmetry in the superconducting state of BGC from the muon-spin
relaxation behavior. The relaxation rate of the muon-spin polarization in ZF was independent of
temperature below Tc. This result would reject a possibility to break the time-reversal symmetry of
the Cooper pair. The temperature dependence of the damping rate of the muon-spin rotation in TF
increased with decreasing temperature below Tc and seemed to keep gradually decreasing down to
0.3 K (Figure 1 a.). In order to understand our results, we calculated the Fermi surface by means of
the density functional theory (DFT) calculation as shown in Fig. 1 b. We are going to present the
experimental analysis in conjunction with DFT calculations to discuss the superconducting state.

a. [ Figure 1 a. Temperature
0.20¢ M{BETS),GaCl ] dependence of damping
8, rate of TF-uSR
=~ Q.15 & % 1 b. 3D image of Fermi
] X éf j surface of A-(BETS),GaCly
\’:J 0.10k @ ] in the Brilluoin zone
b"’ I ® calculated at the room
0.05L | TF-usR " ; temperature. I" = (0, 0, 0);
" [|e 306G X =(0.5,0,0); V' =(-0.5,
(| ® 60G| Tc=5K%® 0, 0.5)
0.00t . de0. 0 -
0.1 1 10
Temperature (K) N A
References:

1. M. Tokumoto et al., Synth. Met. 86, 2161-2162 (1997), and L. Bossard et al.,
European. Phys. J. 1, 439-452 (1998).
2. S. Uji and J. Brooks, J. Phys. Soc. Jpn., 75, 051014 (2006).
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Muon Spin Relaxation Study on the Magnetic Order of
n-electrons in the Cesium and Sodium Superoxide

Fahmi Astutil2, Dita P. Saril3, Retno Asih!3, Greame Blake?, Takashi Kambe®, Mizuki
Miyajima®, Takeshi Kakuto®, Takehito Nakano?, Yasuo Nozue?, and Isao Watanabe!?3

RIKEN Nishina Center?, Hokkaido University?, Osaka University?,
University of Groningen*, Okayama University®

Alkali metal superoxides (AQO;) are one of ideal model systems to investigate
the m-electron magnetism. The KO, and RDbO, systems exhibit the
antiferromagnetic (AF) order at temperature of 7 K and 15 K, respectively.
Meanwhile, CsO, and NaO, have been less studied due to the difficulty in
synthesizing samples. All AO, compounds undergo structural distortions
splitting the degeneracy of " orbitals causing an magnetic ordered state, so that
a magnetically ordered state is expected to appear below in CsO, as well [1,2].
In the case of NaO,, very little is known about spin states at low temperauress
while a 1D AF spin chain has again been predicted to form [3].

We have carried out muon-spin-relaxation (uSR) measurements on CsO, and
NaO, at the RIKEN-RAL Muon Facility in the UK and at the Paul Scherrer
Institut (PSI) in Switzerland in order to investigate the magnetic properties of
these superoxides. Figure 1 shows the uSR time spectrum of CsO; in the zero-
field condition. The appearance of the spontaneous muon-spin precession was
observed below 10K indicating the formation of a magnetically ordered state.
With further decreasing temperature below 10K, the frequency of muon spin
precession became larger indicating the growth of internal fields at muon sites.
At this moment, we did not observe any strong signs of the appearance of the
magnetic order in NaO, down to 0.3K.

25

Figure 1: uSR time spectrum of CsO, measured in
the zero-field condition at various temperatures.
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