HTrEAE F T —OREHEWBEEO
WiE L PEiC BT 55

ot
=i
ki
St

HLt (%)

0N 3N
o H EHER
BMESTFR¥EER

TR+ ZEE
(2000)



B &

B1E B

B2E

FHIHE

1.1
1.2
1.3
14

AR CEMEREEE
—REMEBFH

DFERE R £ U negative - U DEBE
RO H R LR OMEAR

BE 3R

FEEE NF—4rF BDNT OSE7 =34 8

2.1
22
2.3

2.4

fi
ER

il

2.3.1 EMEBLCLZERT =F L EORK
232 HHAZ bAZ LD BDNT O 0RE
233 #HEWiE

EE

BE W

#FE K+ —%5%F BDNT & EH 7 =45 F[M(mnt),| O B BB

3.1
3.2
3.3

3.4.

3.6

B

LY

RS

3.3.1 #HARART b

3.3.2 (BDNT)[Au(mnt),], D#&ikE
3.3.3 MR XBRET

3.34 EX=EM

3.35 ESR A7 k1L

3.3.6 Rtk
[Ni(dmit),] & DR
Z2

&% 0k

G -1 o W

10

19
21
22
23
23
25
25
30
33

45
46
48
48
48
54
54
56
59
64
65
68



E4E FHHAIHEFEFF—5T BEDT-ATD OEO#EE Lotk
4.1 F#
42 EE
43 @R
4.3.1 FEROEEE
432 FBRRFARZ ML LAV FiE
4.3.3 #E{L®
434 BXERHAT M OBREERFN
4.3.5 Raman A7 kL
43.6 KIRToO#MAEBELTIL
43.7 BRTOFMEELOLR
438 BEZITOVAF—F—
4.3.9 M - 1480 driving force (22T
44 B
S 30k

FOE Hhm

i  BEDT-ATD HEORHFEHT —F

AEE

75
77
80
83
83
83
92
92
g5
99
103
104
106
108
111

113

117

153



1=
B R






1.1 FREEEETBER

1950 EREDICEBBENBHE TERRESELTTHLOBERENL, P £h
AT A EEIRETOMENBohiaH T, BRI OGOV THRLY RN 2 &S
NT&ER, FTOEMHRKELL TR E, BERHEERIFRABELFE L, £LTZ
NLOEFBBEICBIT ARTCHBPENTORVEE ORBEVEERREOHXE OB
WEELIZHALGNIIL TV ZETHDB, T E T < OERTEOFREEMHEE D
EFENTER, 2 FhoOHOMMFEICL Y BERKECENSHEOERAMEELH
FHENIEHBL LT OHEM IR T, ENBHEANSENBHETIRIEEL
TEIEUTFDISDOREBEZLNTWD, BT FF—LT 7277 —RMxOHI 7 0%
EoTARF w7 LTWAZE, 2ERBININODRAY v ilih> TrlFAIEHER/ELL
TWBZE, FLT3FBIZ K007 27y —~OHoN2BERBHREZ S &
THhD,

TCNQ ¥, TTF - TCNQ. (TMTSF),X (Bechgaard ) KU BEDT - TTF &
RETEOEVEARENET TELIORESHFCHLHRELEHTHD, FTH
BEDT - TTF RiIFHBREEAOHT T, BilD Cep b E iR I KkbEmWiRE Tl
WA I B LI HFEHORLTH D,

1960 #iZ Du Pond O/ A —7 L VRO BEERT 7872 —00LE2THD
TCNQ MEpk &, 2 Ok TCNQ LIERICHe 2 FH— & BB ST =4
VI OHNEREELEV AR, ¢ FRLOED D B ZE NMP - TCNQ =R T
100 Sem™ L IHEFICEWEEE AR L, 5 1970 12 Wudl Hi2 LY TTF BEarEh
Tro © ZHRFNAETICHEEN TV 1,3- VFA—A0F% T RIS, 4 DORE
FBFOAT-HES+THD, TIF RIWVWETFHEEEFL, W 20T 787 F—L
RELREBRNFEL LB, ¢ BRBESEE TTF - TCNQ 1973 FidmlaEhri, ° Zh
REYOKEBEETHY . 58K T TERMEEMEZT L, * TTF - TCNQ . TTF &%
FOHFHETCNQ HFDOH T MMIBNEFR TN BLE TER - —RIEEETH
D,V ZOFKBEEICLVEEET 10° Sem ™ O&BHEDNELRS, LrLIOFEN
—RTEEOBEFHENERTOLE - 8&E M-D EBiilesi+. ? Zo&BR
TEOARLZEM T Peierls 12X W+ CiCEHBRMIC TR AT, B BFRES—KRITHT
HhHEE, 2k, OBFEER (CDW) M X VERBTFOOTAEMEIY, Fermi L~L
TRV FXE Y o TR EBZRERIEEL 25, Uil o T Peierls B2 IR 5 ITTEFEE
OERFTEE LIF2 2 ENUETHD,

TTF - TCNQ ${(A TOEBAMEBORRICL Y . BREEE L R 2H7- Mk



FERERBELLD LT 2E8HLEEOBLEEE o7, Pelerls IEROFTEES L ERT 572
DIZTTF R TCNQ B+ OFBERRE L SR I, £OFHE TTF O+ v ARG ET
5% TSF o az,  TSF - TCNQ #5fkix TTF - TCNQ $&{(& L {KiRD 29K TM
-IEBBATRLE, 2R3t L OB S FROBELR Y BSKRE {2272 LIZX Y TSF
BT LDNR FIRPRRERSHLZEILLDZLDTHD,

1974 F1Z Bechgaard &2 TMTSF 288 L7z, ¢ 1979 O O I BRI
EIEED, PRy, AsFg, ClO, 72 XD 1 w07 =3 (X) & D(TMTSF)LX #4147
D—EOEE G LA, TR 51345 Tid Bechgaard #i & IFIEH TV 5, 1980 i
(TMTSF),PF; T 12kbar ®EFT 0.9K THBILEM TH TORIEERRo0o7,, 17 L
PLER - BEEEBEZMNAZT-DICEARLE LTEERNLETH-, TDH%
(TMTSF),C10, THET 1.3K THREN BN E:, ¥ Zoak - BgFEE T CDW
L2 0 TiTR<, EFdSRAaHErICEBET 2B EE (L #Hbh WA YV EEK

(SDW) Ik 2L DO THBZ & B(TMTSE),PF; THEMDONL, ¥ & LI RLER
To72WT =4 0 order - disorder Bl & ¥ O fHEE BBl /-, 2 ZhbDEORY
BAMNLMEROREIL, 2L A CER TMTSF SF M EEMS MIZil > TP /Y FIcE
RoTHT LEED, ZOBEERFHEIZIL Se - Se @ side - by - side DFHEERET5
WS TR FOWEEIRDZ ETHD, 1L, A7 LEOHMEERIZNZ AN
MAEERIZEASRT TS LNEL, FF—Dy— b b T7T=F U OREBETRTONTNAD
T, IOFRIE-KRTFRE L THRDLS,

1982 4, BEDT - TTF &R SN, RO BEMBRSH) -7, ¥ BEDT -
TTF 43+ side - by - side BUTEE L TZWRIL I — FEERLTEBY . A F v 7 HICIEH
BIHF O van der Waals 20 F0 (3.6A) IV LEWS-S#EMICLOEML Ry hD—
7 &7 LTz, BEBEDT - TTF),Re0, THzESBR S, 2 Fhiisk BEDT -
TTF 2 &z L72& < OBRERERER I N, 2 GEMEOEV BEDT - TTF #1055
I ZIRITHIZ2 R R, ZOBEFHIED Pelerls 2B 2 ML A%FEF R LT A,

BB EMELTIILERNOS A 7OFBREF LB IN TS, 1960 F{4#%
¥. Krogmann & Hausen i3, 19 ##29HIZ Knop ic L W A TR RSN B LV B&HETE
DIBRET o7, 5 K[Pt(CN)]Br,y3H,0 (KCP) 11, HA#REIHB->THLERE
JRFBREE L T@&EOdPENER D H— RN LERMEEA T T I L3mbn Ty
Too BRIAWEEMFEEO R, KCP R [P{CN),]°[Pt(C,0,),]| 7 = 45 72 2 B L &1
LTERTHEETFHOFIMII— RO TR E R T AL ER o,
L LInbofizsnt 70K L ETRE - I8 kERE LTLE I,



BRGHEMESEHEOHRIEB/E R (UF 41 2) $EEMES,CR)ICHERE L,
b DERIE TTF 58K & BTl Tv 5, b OMEOEIE, POeBHF, /i
LT, A F L PEBLIRER Y2 EZ D2 L T3 S ERSMAMESRERIZET 29
EIRTOIEFICAENRFE-RL TS, 2 M@mnt), M=Ni, Pt ; mnt=5,C,(CN),)
IFELSAFE STV S, 230 U F 17 L Liyg(Hy0)g55[Pt(mnt),] 1L6TH,0 iz & B LA (¥
FAVY) RTEVIOGBRAZEBERBIENIT o7, TOEBHEMIGERMEEA 1
FOSTHMEERBICL LD THSD, ¥ TbOEHZ—RIEOMES & 2 @NH 0,
BRIZE A EOEMERTEZET S, LirL, 1986 FIZEB RSB TCORINOBERY
23 (TTF)[Ni{dmit),], TR-2%o> TLAE, 2 M(dmit),” DEEOFINT 8 DOBGHEAEN R
Mo TnNA,

1991 4F(Z Hebard 537V H Y &R%E F—7"Ul Cg & W 28 LWERDLEY
THEEPRERLLZIECEY, ¥ BETHECEZRTHOEBEENEE2ED -, KCqh
PR DRE X BMEIPTOBIEIZL Y, Coo T O FIXE SIS (fee) B THY, 2V UL
BFRT FIAFIARBLIOCA I EAANRNIARYT A PETICAVIAALTEETHD Z LA
RENTZ, M Cou i fec HER LD EWVI ZERERT S 3 2OFMMBEMTHD &
WO T ET, A FOEB A BEN =R TOBEETHLIZLEER LTV, ALEH
OBEEOBEFREL, Cufbktt ¥ & 1IBKUTEWELETHELS, TOHBEL L
< &3ho T2V, Little b 30 FRMNICEBIRE ORI -T-H#A% % - SR A B RE A O R
PAEFRI L7, ® TS ORBRETIVERIZFOEIEITHD, FREE KIS
WTHBIIEZ OLORBALNTHAN, BAbhiz LizidhidvitienZ 3
CEAHD,

1.2 —®wouaHBEFR

UEDRBRN2EREERORRIT. REETEEZ2RNEDZ EHR T I
DN DOPDOHA FI A4 Ao FRAR T —O8KOERTLH D, FOVE2H
BFHEORTIMEL LT TR22EThD, —FTHLIVES>OEFERTA P74 03
AFARIET on - site 7 — B REER/NSLTEHIETHD, on-site 77— RFET
FNF U D33 B 4t 28X D & half - filled 73 KOFIE Fermi LAl Tl Ky
v 7BV T Mott - Hubbard ##kik & 725, ¥ Z oGBSV E 5T 5
i, D FACHLZZ OB ERILETE T 201 FOM%, niRFBTEFTTRHIED
FHTHHEEZLND,

HEETRENBIE CIIBHS K-l 7 275 —DAZ v 212> T



BhEx R 50, KELSTIRTELMD AT face to face TETIZE R » TEEHEHDOHS T
DHFLEEELTND, ZOARY o F U IBEPE—RTEDILTHD, PuEDIRRY,
TROLLEFFy VY IHNE, PT7LREID B IONFOAT v 71l TNKRE
flth b 24 v 7 FROIEI MO ML D L K& 25, BREBE{H L V2T hD
ME L ATy -2 FEEERMNENT EOENREMBELS THL R E LW HthD
HRZ2 M2 T, ~RATFROMEAEE 2272 OICEriuE OMLE L 0 6
IOROEERVCTERT L ENEEND,

—RFEET RO R tight - binding IETH £ LT H I LA TE
B, ¥ R FEOELRBEMII BFEACH U TARETHEB 292 & Thd, *half
- filled THIBI D22V —RIEHEHTIE, T o= PBELER>TF» v 7HHL, WbWD
Peierls T I L D RIIGEBHLHKZIEL 2S5, T LAMOMEEREZBRI TS LM
Peierls #5822 AIZSI2Z S IA L TH D, disorder B Peierls i % 511 2 Diz
BOTHDEEL IS, ¥ H 23 half- filled T—WITMICAS v 7 LIEZBTFONLD
MOERRREE RL TS, ¥

KBEOROBA, B LA by —a AAREER, T2b bR
PSS DREFEST D, —RAENBIE CHET - EFREEAPERE AR &EH 2 R
T EBNL OOOERMFHMI L O RSN TS, 1 Hubbard E7/MIZOETF - &
FHEMHEREZ —ET tight - binding ©F/LICIR Y IADRATH D, ¥ ZOFETANR—EKT
HEERO 7 —o ABEAEROREEFRH <D 7Hic—HRIc LTV D,

Hubbard EF VD0 b =7 IR O LS ICRE &5,

H=-1) C.C, +UY nn,

o0& ja
t IR TFPROMET LY FORBIFKR OB Sy RDY, URRBLY A MoH D "o
DEFMO 7 —va AAREER 2 ERDT, C' GBIV o ML LTH D RERED
creation, destruction ¥ & U number operator T# 5, Hubbard 7 /L DRkE e fifiZ, —
WD T=0K ORI TV A, # =ZR5T half - filled ®3BE. t>>U 2 HIIEFIT
ERTEML L TC—2DEH AL D, t<<U ThHIEEF IO T LICREL L2 EETH
BREELD, TOPEEREGRIRNOXy o 7AREIU -4 THD, RKIEOFTIAZ
DEFAZENL GIMEET S L1242 5, —IRICHE half - filled F O RIHERIZGGE
V. e R A T —00n ke, FIATEERBINE, WY v —RE N
WFz— bW oL BEOERE LR INEITTND I EMhG, STLNRYVDER
PREDHDTNE, LBLE-E0 LRVWEEDORBEBNEL LS SAH D, FIIITHRLONRE
DEFREZERL S F¥ v o TOBEFAE ORI E WS TLh D,



1.3 SFa%#H B LV negative - U OEES

HHBMBIEOMEICRES 52X 2ERIRA H L. PTLRTMEEBFE
BHOBEMITSE  OERBRAIBICL VALY TH S, KfEZ LiF72h on-site 77—/
TANF—F/NELTHIERHLNCAEDTH D, EHEDOEV Bechgaard 15
(TMTSF),X ® BEDT - TTF fidZ#h £, i F = — CEIOBEFRR ZRkooaHsE L —
hEFSLWHIHERAHY, FOZLNMERTOBREE L6 LTWD, &bFEHEN
PHOEEKETKREEEZ 2 Po—A LL S &0 IRBFBE ST E, —H,
g—uaryxaznN¥—U % FF2RAMI5 A ETHEVINRORYAMEEORERBHEGI
TVWAV, FORGLHEYEE TETHEMO R FTREBER SN TWD, ndix & lET
ZLVIDRUBNELTERFEO—2ELEZEXLND B FOREEEELENICEY U
BPNELFTAZEZANELT, 200V FA—ALVIROMEr#EE TERIE L TTF FHK

ZLAMENT, M ERINET, AN U B hnEFilishc@BRIGo Ty
220, L LICHKIC R0 < 24200 1:1 half - filled BHRBE L0720 B MBEMEE R L,
HOBESEBMRERFHEIZA LR LW ZERERICMET S, ¥ ZhihE2UD
RREEZLNRBN, FLVERBIZOVLTRELRHTH D,

ZBOGEEEICET LR, ZET2EIT A FORGCIEERRBINENRS
B IR LT B, ZhaEm mBiE 2 /00 Mott 680 & 72 2 5D AR e
ZT#H5D, *° half- filling Lo band - filling & DEDIE2& D LAXHNIEETHEE &
AEMICEFE LT WS, 72U TCNQ T s 72 4 Mott 28k ThH Y | IREIRT
{fi TTF - TCNQ 1 HHE&RTH B, F LRV v—3ARERBETHIH,. -
THROLNDEN L OFFEHELKEELE 8 L 2D,

BIOEEOBESR TRRIE B Y . F1L2 negative - UIRIETH D, Z DIHFEF
T RIERE AP F & MBONFR—2EXICTE, 0-£1 L0 HTLAH0 &£22 Dk
RIREARFGE A2, TERXMIZIT half - filled TH 275, negative - U OWE LIk, &
BHDHIVIBEEIC LAY D5, A MO IZ—o TRV BRKEWEE BTHIIRE
L LCieigiE L7 5D, V MEFBTE T hopping 23Hh LT, EFHIEEHIIH - TEHIZ
Bhit 7= 0 BN S 2 2D O TEROBRENRG LIS, negative - U (34~ 22580
BAEERE LU TERM SN D B, ¥ B RANIERON DR REGET - BTh v T T
T, IhARNERF—-F oy (RFMRERZEITETF) OBKASISREIT, Z20F
— A REEENARFOEREEZ ML THE WIS &AWV, 587 —u K% M5
ETERRAR—FT o BELRNS, B P.W. Anderson iIC L DR IN-, P

FEBT & ENE S TFNIREID X S 2R 7 + / vE-FLEDHOH o 7V I OGS T

-1



FOXIRFAHRBABEREINA, ¥ MOFREML, BHRPRSEPOEF LMOEF
#) subsystem & OEDOH v 7V U FIC Lo TR I AMPHIB A TH L, ZDEIHD
BRICOWTRME T 20EZRESNLT D, ¥ P short range D3| N EFi-OWHEIX
BELMBLNTVD, 8 L LAz FOBERBIHE TIIEO L ) EaMAELZR S
Ao TWARV, ERTHREOCSH D Z LW 62 TH D, negative - U OFHMTBHTBEME 4
PR LIRARES BRI E LD 2EM ThH Y . T ORAIIRAEIE D4 IR0 o E5INY
BAECBOWTHIRUBEAICBVWTLEYETHA S, AREBRSHBBEEEADIIEL W
S5 LEMTBOOBICMIZDH L0, FIEhEREECEEEAORRICESE
TOBUCHE T T HRERCEBAEEMA2 2 LTNTHD, HEOMMREELIEL
SHRLETOR, FOEICHHMME L VRERT L LN TED,

1.4 BFFEO B & RO

&4 b FF—4TF BDNT £ LU BEDT-ATD i33¥mo ks & 5, Z O
EIINFEFTHRRTELIIR =137 78 7Y 4TI face to face IZnfii TR
B EWI =R GHEEOBREN LT D E—RIEHICRRIIRA D, bbb L
N E OO M EEPEBIETEZ RT L ONRH D, BDNT 447 U v 7F Ay
YA MY CTBBEZETEEE VOB LWEH{LET A Z T, BEDT-ATD b, Z2>® ik
BALMIEEITENEEM TS S, ZOUEEEDOW L 2R L& VB RSN 271
= &% negative - U 2EREOAHEN: & b5, BELBLFOZ LISV TEEIDET
FEER S e ooy, BTl L0 FIRIE U oXKE ST ENLS SV, REFM
Xy o AL Hrh, EFOH T ) IR FIRMIED L S Thoanis Lo’
B E <D Z LT E BRSNS,

TOXRSRBEL VAR TEUTORIIOWTIER, LRI 0 Tn
L2,

H2ECTIIBDNT O F 2 BMMET =4 L OflLE LD LVENS
% &R L. BDNT OEE{LINEE & 53 Tk & DBR A Mt %, BDNT €/ A F 418
BLOUhFA L EREERE LTEBHIRSI L, TNODRSBBEL VEHIc L 5%
BIZDNWT RN L VA F A RIEE TOEKE LB EGR2 2 LR TEL,

8 3 TILIEYH A BDNT & FEHEZRIGEA(M(mnt),) & OB BIE OGN+
Tof, 2N HOMITIEFIZIVMEEME 273 Uis, E7BE0MNE 297 -5 7oA 3 [Ni(mnt),)
E OSSR TN M EERZ I L2 RN LA, S 602 Dt MEEERIzR
[Nifmnt) ] DA B 285 LTWA Z IR oI L,



F5 4 ETIHRR TR Ll ik ~DEER 2L 29 BEDT-ATD #ims ko
FATOWT, S, BB LR A MAORIEKTFEZNE L, fiSPo
Xt 7 = A L RVELE DR O OFRIEEIR L IC B 2 DR OV TR A iR T, X #Eds L F
A AT b0 HRE LT O A OIS TWE T EFEE L, P
FT—D Bl L AN N ABIOMER Thd Z Ex W o/hlo Lz, . ZoxtinE
DWAVTHE N D OWE TIREN ST ORMPBBIF LT D s 2o mnic L,
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NC CN

NC CN

TCNQ : 7,7,8,8-tetoracyano-p-quinodimethane
N
/
>~
N+
;
Me
NMP : N-methylphenazinium
[S S j
S S
TTF : tetrathiafulvalene
MEI Se SeI Me
Me Se Se Me
TMTSF : tetramethyltetraselenafulvalene
SI S: :Sjisj
s S S s
BEDT-TTF : bis(ethylenedithto)-TTF

1. XHOT 774 —BLO R —4F0ES



M(dmit),
dmit : dimercaptoisotrithione

NC S S CN
N /
oom
VRN
NC S S CN
M(mnt),
mnt : maleonitriledithiolate

.S,
N N
\
S S
SES@Se e
S S

BDNT :
4,9-bis(1,3-benzodithiol-2-ylidene)-4.9-dihydronaphto[2,3-¢][1,2,5]thiadiazole

BEDT-ATD :
4,11-bis(4",5'-ethylenedithio-1'.3'-dithiol-2"-ylidene)-4,1 1-dihydroanthra[2,3-c][1,2,5]thiadiazole

1. XFOTFT 77— LN F—F0iEE (Fix)
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(a) R ©) (d

[M2. Several possible configurations of a half filled one-dimensional stack
of molecules : (a) metal with uniform lattice constant a; (b) insulator with
dimerization resulting from a Peierls transition; (c¢) SDW insulator with spin
periodicity caused by Coulomb interactions; (d) insulator with periodicity
caused by ordering of nonsymmetric anions.

(Redrawn from R. L. Green and G. B. Street, Science, 1984, 226, 651 )
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K. Yakushi, J. Dong, M. Uruichi, and Y. Yamashita
Spectroscopic Studies on BDNT Having a Property
of One-step Two-electron Oxidation:
BDNT®, BDNT!*, and BDNT#

Mol. Cryst. Lig. Cryst., 284, 223(1996).
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2.1 K

BDNT(4,9-bis(1,3-benzodithiol-2-ylidene)-4,9-dihydronaphtho[2,3-c][1,2,5]
thiadiazole)iXHFHDNZ 7 T A EXFHOEFEGHEORFTH D, | ZOFE@ME
BRFA-NBOSHTFEFTIOTY—ABONRELRICH B AL, DFA—LBOS
AL 78 LU RO periH BFMIC@ KRADBPTES 5, b0 U F A5k
D ArBE TR LEZZLICEY on-site 72— KBIEIEAVT 2, 208RICL0E
1BEENB X UE 2L BLSHFILEL —2OBEE L L THEbRIMSEDOERLS
Pt E2 T, BIEEOBOENLY, S 1BLEMBLICE 2BLBOEMED
0.024eV X RFHL LD, 2 F1BEEMBSLUE 2BEBUSHERT IV, BRER
T/ATFAEUBLIRVAF A OERBHERHRWESICHBETES, FOLHIC 1l
E2iOEE L QICREICEL D FIREL 2V, BEE 1ML 2f0nFhholEig
EilD, — BT EB Iz TA NP HFALOFRE ) I FA L L0 bEE
ThdLEZ O, BEERETO negative - UIRIE 3 OFMREMENEIRIN D, —BR_E
FEALIAEEORE 22T TLHE USRS TEY . BES MHEEN AKX SERT
B Lo TN F AL OREEEELL TV, |

negative - U OEHEIRIEIZ & 2 W H 136 E @ Mott-Hubbard 2 0 e BIKIES &
DO, 0 e 2 fEOHEDBESHETHIKESL 500, HAHVZBESHFEIENICLST
HERBEHEVWINODOBFORKERZ L VBIONL V- BEREZ LN, FEEICRMELE
WRTHD, ERIAMRET /S AFAUEEED 2 LR TENITERIRE: LTEBR
BheE0 35, SHICEBRBAKE LT2+ (BFH) L2534 R—F o oRBELENS
MEWND T ELRKEVEETH A, LALLM negative - UKBETHA L SR F
BEMBBERIZELR - T,

BDONT 32 FEERERT7T=F L LOEEALS, T/ hFFOPECEALT
HPFeMERVTEEIERFETHRINTWS, HXZEI0T ) IF AL RBEOTRE
EMIL, 7 b= Y AERS TO BDNTYE / B F 4 o OREERIEE LTERbR, K
? £ 912 BDNT+i2 BDNT? & BDNT?Z B S IR L+ 5, ¢

2 BDNT*—— BDNT? + BDNT?*

BDNT - PFe 8 L Uf ClO4 S5 THA & iz AN 7= fE SR OE 1T, BDNT 43+ A5 AR B A -
fo#E— LD half - filled D F& T3H 5, half - filled —¥& Hubbard @ % ixFGAIIC L E&
B b IES RSN TV D,

ZODETIT BDNT & SEXER\EHT =4 LOMEAS LY CTEEBELIZL S

BERBEELZ SR LRIz >\ Tl ~5, BDNT iTESILFHERIC L - T CHCL: 15
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% H+0.83V vs. SCE TEETEFOMILAZIT D I LB nh»> T D, LLIFHE
MR & LTI T = A4 (I T CEAIN LA 4T D L. BDNT &7 =4 OIS 1:1
DE)HFAAE 1 200HFF 0P EBDICEEIIRLOND, BEARBLINALD
HIRRAREE T, IHETIRC0D 1 1HBLT 1 28, PFe® 1: 11 Lok
fEMT ZIVTVgvy, KO KR LT Dbt WO T =4 L OBBE
DRI AEOERALR TH S, 5517 BDNTY, BDNT!3 LU BDNTZDHIO
BEACRIE T O REENIRIRZITV, IR oSt o 2 Heiiit Lo, 2o OHi%iF
T DL THBLZRIEFE R T P AABORUODIEL D 2 B3 Eivd, £72 SbFe & @
1:18BXUT 2 EOREHHGERTAT ORPIZ VTR~ 5,

2.2 EB
=¥

BDNT i34y FEHE0HET, L TG Licb o ® £ o E E Pz, Hiie
THRKER LTV, 15ml CH2Cl: % TBA - X (TBA = n-tetrabuthylammonium ; X=
T =A) ZEEFNMAE (10mmol/l) & LT BDNT (0.7mmol/l) #THEH (2u A} T
LR LT 2, BBOMEESGERT3IENS 1 MlZICEBRE DR CE £l el
5L CH:2Clz THES,

HIE:

IR A% b/bid A5y K8 JASCO FTVIR-VM7 % v T KBr $£R):THIE L 7=,
X #EHT — F I3 E R TS AFC-5S8 #7213 Enraf-Nonius CAD4 # W TIE L7z, &
At ERRATIL R % JH VTR & . SHELXS86 & teXsan VY 7 k& v T full-matrix /b
8RB X s LT,

2o
[ S]



2.3 HH
2.3.1 BREBLIZLDERT=AVEOER
1. HEHAT = F oG RORAL

THBIREE LT TBA-X (X=8eCN~, 17, Is7) £ F BDNT OEMEH%
HKAfz, BEOBIZLEDOEETE Lo, ZHhIHWET =4 o klhio )k
7S BDNT OEHEBAL &L 0 LW, EROREICL Y T 24 ORaBEMbEnTLE -
Tl EILLBDLDTH D,

seCN"——i'—+—;-(SeCN)2

e ]
F— 51,
2

2. MEGBHT = o &k

XEFEATE L LT TBA - X (X=BF4, Cl0s~, 104", ReOs) TF7ET BDNT @
BB L Z AT, EROBIHEANLHG, FRSLIINROA~EEDbT, EDICEHE
BT D EEROGANEL 0 RN T~ o, ZOFHROODIE{LH BDNT DHESE
BLRIGICR T D88 T, B OELOESVERHIIIEM L TWDH 2 ENINE TOE
AT PADERICE VN> TW D, 8 WROODOZE T LD BDNT Db
OFFHIEITE T D L OORESEOILHE G T =d oL - Thte s, BF BEEIC
FEMENELS, FAMBDAEBTEZON—ERT Thot, —J7 ClOs TIHIFH OB
BRVEREIZ R ST E ZATRIBIARZ Y, HHEAOENKEE S AT L TFR O @13
CTen T2, 10438 LU ReOs THAD AL B A RO OMAEEZ A L 5, ReO4
TRHE LAy FILBAOHERDALNS, IO OMHFIEFICINEN P, THEST
PR LN HONEZL I LR TERLoLE,

FTE T C H N
PR 29.14 1.22 2.83 (BDNT - (ReO4)2 & LTEHED
FAfE 26.87 1.36 2.63

3. NEEE T =A a0 a1K

IRFEME S LTTBA - X (X=PFs, AsFs~. SbF¢™) fF7ETF BDNT O lififiE
fLeid Bz, WROMRN N LFA, FILIIRE~EED 2/, S LIk E T



5HEEBROOMBML 2o, o T AT = A & Fv7s & & ISR R A
L, FM bR DN OEICE Y (DR D LNDAHELND, PR EICOWT
T TIRBERENTEY, ML 11 0% 2F4 HPBHFEORG, 1:2000F
A EMRFEBEORESE LTECS, SEIOAMT AslFs & SbFe TH B0 5 40
BoNTz, & 52 ShFs TEEAMEMPTMATER AN & S OEMRN T O ETRrb AL, ML o

B EMRHAD BT, FALOWEC 2T S

_ PtCle?™ & FV 2 iR B L AOGIT 103 SR Tl 72 < iETR O (03I A 0 b i Fk
B DL HBUHEAIIE 7, BRI RARG R L REEFHEBIEESH L LTI
Hi L7, PUVCIe2™ 7 =4 2 BDNT # 85k LT B SITHIL S A i o L 5 RIS =
HIEBBESND I, PUICLE™ 2 3 TEME & U THIWIZE gl 2 1TV ik U7,

BDNT + PtV CiJ ——— BDNT™ + PU'CLE™ + 2CI1°
PtUCL2™ & JH 36 AR 7S S T i O G IR OB T 5 L O OF5 Rt iy LT
Zixheodz, PHICLE ML LTHRERLE P IHEOAL Y 2 &b, WO THH L
B PtCl /7 =4 & LT AHEEZ BNA,

AR CIRER Loy FICR LS BN AR U TLE S 045 5
TERTERY, FLTENLZRTHMT DI &3 &L TRIETH S, ZOBROBIN
WOWTHHERORL DL ORREA LT REN L F6 TG L Tuv <, JTHRIHTOMR
AT ZFNTEH ShFe i T v~ T LTV 5,

e AL C H N
iR [ 37.02 1.55 3.6 (BDNT - (Plg)e & LCRHE)
SEHHE 36.31 1.92 3.52

C H N
bEiH o 1] 33.27 1.4 3.23 (BDNT - (AsFg)2 & L TEFRD
FER 36.29 2.02 3.59
_ C H N
Baiter R 39.79 1.67 3.87 (BDNT - (ShFe)2 & L TEI)
Sl firt 39.70 1.89 3.92



C H N

BREGfE 32.16 1.35 3.12 (BDNT - PtCls & L TE5%)
SERNE 37.01 2.20 3.51

2.3.2 FEARARZ bl L5 BDNT O DIRER

BDNT O3 25805 L 53 A B LT D, TNIFEWREAARZ FAH 2L
T 5, MEFEOE LI OELDMRIZ DO TIEINETIZFEL MR TINNE, ©
SEGELRERIRAALY FADOFELEE 1 BIURVICE LD TRY, ZNETORET
BDNT D& /) BF AL EDhFAL DAY MRS E R D E— 7 R ERHD T &R
fEMHENTVD, FITENLOE— 7 2FRNYICIFEMDOMKILZMD ZENT
& A, 7L BTl X ORI o N BIESE — N FITE T LE WA AE
BRGERRT A D= LRI 2868655, LInLRILHT =4 TROER
HREGREEEMME LTH LI LN TER ReOs & ShIs DIFETHEL TN &
1100~1000 em M {FiT D 2 AD E'— 27 & 840 em T D '~ 7 LGV R ST, T4 b5,
FBEO BDNT CHFA Ol E LM E+T 527 FATE 1073em? DY —7 &
1022 e ! O E— 27 BREFE U K 6V OECHL S, —HHFERREDAERY D AT |
ATIE 1022 em ! D E— 2 OJF 0 LI <MD, T2 840em T D —2 X BDNT € / 4
FALOETENS N, SHdkbito& 0 Liind, BDNT Bk v —2 & thr
EERT A VDY —IIRIEN 1 1 OEEIE~N 12 TRELARAZETHA, Z0W
BIZINETORBEFE LR, DO MG/ hFA4A RIEE~HE, BBy
BERE~RAf L LTHEEEN, PHTF4rOfITR~FHE0RE L THELRLD D
EDFEDD G, AOEWIZE VIBIE SNSRI L oA R 2 E 20D,

2.3.3 LS

BDNT $aC i E THREA 54l > Tzt "4 BDNT, BDNT - PFe,
BDNT - ClQ4, BDNT - (ClQ4)2 - CHeCL: 72 Tén D, AMH712 ShFe® 1: 1 B LU
1: 2O GNE LR HL LN TE, #IENFROBFTEETT, K271 X
540 SbFe @ 1: 14104313 5 BDNT D&k 3% 7 5 4 BT, itk BDNT, BDNT - PFs,
BDNT - ClOs D & & & L < ELTW5, ¥ 3259 L 212 BDNTHI 2 @ S A THEAIRIZ
stack L7eH 7 L&8IEM LTV A, fiHEL BDNT - PFs L& AERIETHY . 37
=AW PR ShFs ITE R S NI F 23D LR E L o T o - INEREE L » 5
LAMOMAERITIT LA ER L — RO EEHTH S,
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—H SbFe® 1 : 2MiiZkiT D BONTH X INETOD A&7 7 7 A4 B & K& HEEN
RBigoTwWad, B2 IIRTIEHIE, OTEHOINTEI S Lo/ F 7 WV F7 U7V —
NBRIZKF LT 2 20 P F A — AR 58.7°0 M Th i f&s LTund, &R F T
FABIOPRIZEH D D75 BDNT - (Cl04)2 - CH2Clz i3T5 BDNTHOH§E T, ¥ 2 125R
TEICTVFANEO—FHRNRE 75 ABOEET, bo—linhalhizEiziz->T
VWD, #EdatlEiT BDNT & ShFe OaBUENTHY (M 4) | FF—43FMoOMEER
R LW,

TTF # X U BEDT-TTF 4 1¢Ln@mﬁwrm ZHED ST E DR L DI
L<MmENTEY, Bi{rand e C=C LMA®ﬁﬁ%Hwk<ﬁacBDNF®Fé‘
FTRICHIET ARESE ST A—ARE T 7 N FTOT7 Y — AR ERSHEES T, MENED
B & BRI T B, Ptk BDNT O & % 1.37A Tho - Zilifi4 23, BDNT - SbFs T
i 1.45-1.53A IS U8, ndiZ WLz Yiss & o BDNT - (SbFe): TiX 1.57-1.60A & 72 o7z,

2.4 EE

At M — L OIROEKEE LTRAEIT» 2\ (Likoiizy,, Sl Mg
=A O EDRBIL DT =4 DORWMEISIZ L 26/, Elbhohs 7T =4 H
HTRNF—oTa L TULERDFHEREZLNE,

DY +X"—— DX~ +Y"

or D2, DX - (ex. X"=Br3")
L LEMRET =4 X (X=8eCN~, 17, Is7) ®iFA, BDNT & 7 =4 Off il
kv, X b BDNTY~OENBHEEZ LTE LIPS R0l s s un T &
M B EN,

BDNTm+nx-———>BDNTM+%ohw

FITXFFEME L LT X"FHET CBDNT 28 b L, @@ 924 U BDNT2 X i &
LTREBIE LRSI D Z &M% Ui, B2t s ZOMA I BDNT O EBEALIZ#ET
HRANZT = DFOWATZIBAL T o T L EWFKRIBIZES 2o iz,
LA DM T = o & M2 R L TR SR Y DA ST 2 2 &8
T&l, TNENDT =4 T HMPEOEI LV kLo R AR EECEH DL
BAHETH D, B 5 X0~ (X=Cl 1. Re) OFz MBS Ao {idE <t
BRI I ELEDSR, OLAE/  WFFOMe1ENE L THIEEES129
IR LA o> < Willie 5 REE LW EEZ BN D, WERIT4 T -7 ShFeHi % &,
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[Xl4. BDNT-(SbFg).Pf

& fm it



XFe~ (X=P, As, Sb) #JHW =R EO LWV 275 REE Y,

& HEERRAT T X0 JERSI T MIORTE\ A LA S ST, ShFHI T BDNT2HI V54
—AREFT T NFT TV ABEOMOr A P TR DAL WHEIT 2 D T L5
Lz, ZONTFHHEOEILA AT AL PIEOREIIHE L, — BB ZE TR oK%
EBeieoTndEMINTED, £-FLIHF AT BDNT - (Cl04):2 - CH2Cle Tid
BEFREBLTWA Z &k, SO & 75 o B L~ R0 92
ETHA LB, T/ OFAHEOUFA BN EGICEEICHEBEENLD Z
B, ZoOoOWEOEEN S ST Y EDAVEHENEN D, A ETHENHA ST
o = A REIREOMASDEORIZE, LT ARENI T IALOMBEDEET
VHF A OGN D TRk T D
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*1

FEAAT p (7 =A 0, FRRERDOR)

BF4, blue Cl0a, 104, red-brown ReOQ., black ReOa.
blue-purple red-brown
1547 w 1547 w 1545 m 1545w 1545 w
1483 w 1483 w 1485 w
1453 w 1451 w 1453 w 1455 w
1431w 1431 w 1433 m
1397 m 1375w 1402 m 1395 s 1397 m
1350 w 1350 w 1346 w
1327 w 1327 w
1283w 1277 w
1225 vw 1237w 1240 w
1196 vw 1198 w 1196 m 1196 w
1148 m 1149 m ClO4 1150 m 11560 s 1150 m
1115 s BFy4 1119 5 Cl104 11156 m 11135 1113 m
1084 s BF4 1090 s ClO4 1096 s
1073 w 1073 w
1061 s BF4
1035 s BF4
1026 w 1026 w
907 5 ReO4 903 vs ReOy
876 w 878 w 843 s 104 841w
756 m 770 m 781 m 787 w
747 s 743 m 743 m
623 m ClOy
525 w 527 w 527 w 527 w
478 m 480 w 478 w 482 w 478 w
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£1 fF

FHART A BT =A ., EREREOR)

PFe, mix AsFe., mix  SbFs, blue-green SbFs, red-brown PtCls, mix
1547w 1549 w 1547 w 1549 w 1543 w
1485w 14856 w 1483 w
1456 w 1453 w 1451 w 1451w 1456 w
1431w
1397 m 1385 w 1402 m 1383 w 1391 m
1346 w 1350 w 1356w 1345w
1327w 1329 w 1327 w
1237 w 1235 vw 1237 w
1196 s 1204 w 1194 m
1150 s 1150 m 1150 m 1148 m 1148 m
1113 s 1119 m 1117 m 1119 m 1113 m
1100 s 1094 m
1073 vw 1078 m
997 s br 1024 w 1022 w 1022 w 1022 w
8937w
878w 880 m 882 w 882 m 876 w
841 m PFs 845 vw 843 w
747 s 766 m 766 m 766 m 752 m
698 s AsFs 6566 s SbFs 658 s SbFs GHMw
577w
b27 m Hh28 w 529 vw 529 w 516w
484 m 476 w 476 w 476 w 461 m
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#2 SEERSHIIR

1:13 1: 24
BF4~ B A
Cl04~ Yk RN e
104~ TR (I
ReOs™ | BREMES TR £ B o
PFs~ CE =Xt TR TS
AsFg™ AR BB TR 10 A o
SbFs~ iR EFHK B FRAG G PRI A
PtCls~ | RS FRAB SRR &

# 3 BDNT & X UCEM BIME O SES97 — 4

BDNT BDNT-  BDNT-  BDNT-  BDNT-  BDNT-
PFs ClOy SbFs (Cl10s)2-  (SbFe):
CH:Cls

gk Pnma P2i/a P2i/a P2i/c Pl Pl
alA 8.136(1)  20.755(7) 19.534(8) 17.472(4) 14.087(1)  8.430(5)
b/A 18.796(3) 7.216(1)  7.202(2)  7.239(7)  14.587(1)  14.294(6)
clA 13.540(1)  17.095(5) 16.094(7) 21.108(3) 7.535(1)  14.35(2)
al® 90 90 90 90 92.89(1)  112.76(7)
B/e 90 107.97(1)  93.30(2)  110.13(1)  97.47(1)  94.77(7)
y/° 90 90 90 90 73.44(1)  94.75(4)
V/A3 2070.4(4) 2436(1)  2264(1)  2506(1)  1471.4(2) 1576(2)
Z 4 4 4 4 2 2
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#< 4-1 Crystal data and experimental details.

itah BDNT-SbF,
Formula CyH,oN,S:SbF
Crystal system Monoclinic
Space group P2,/c .

a 17.472(4) A

b 7.23%(7T) A

c 21.108(3) A

B 110.13(1) ©

\Y% 2506(1) A?

Z 4

Radiation MoKa (A=0.71069A)
p(MoKa) 15.80 cm™

20, 55.0 °

No. of Observations{I>3c(I)) 1695

No. of Variables 343

R, R, 0.095, 0.093
Goodness of Fit Indicator 3.41

Max. and Min. peak in Final Diff. Map

2.07 e/A3, .1.13 e/A®




7% 4-2

Positional parameters and B(eq) for BDNT(SbF)

atom

Sh(1)
5(1)
5(2)
S(3)
S(4)
S(5)
F(1)
F(2)
F(3)
F(4)
F(5)
F(6)
N(1)
N(©2)
C(1)
C(2)
C(3)
C(4)
C(5)
C(6)
C(7)
C(8)
C(9)
C(10)
C(11)
C(12)
C(13)
C(14)
C(15)
C(16)
CQ17)
C(18)

X

0.2907(1)

-0.0063(6)

0.2204(4)
0.2383(5)

-0.2206(4)
-0.2203(4)

0.258(2)
0.328(2)
0.251(2)
0.330(3)
0.387(1)
0.193(2)
0.071(1)

-0.080(1)

0.046(2)
0.090(2)
0.177(2)
0.053(2)
0.094(2)
0.057(2)
0.317(2)
0.380(2)
0.451(2)
0.460(2)
0.393(2)

0.319(2)
-0.041(2)
-0.087(2)
-0.168(2)
-0.036(2)
.0.071(2)
-0.027(2)

0.5249(3)

0.372(1)
0.499(1)
0.508(1)
0.496(1)
0.514(1)
0.285(4)
0.765(4)
0.568(5)
0.483(6)
0.464(4)
0.584(6)
0.381(4)
0.374(3)
0.384(4)
0.406(4)
0.453(4)
0.366(4)
0.322(4)
0.275(5)
0.582(4)
0.632(4)
0.688(6)
0.690(4)
0.630(5)
0.583(5)
0.388(4)
0.402(4)
0.459(3)
0.369(4)
0.317(4)
0.278(5)

38

0.0718(1)
0.1307(4)
0.2748(3)
0.4167(3)
0.1682(3)
0.3060(3)
0.071(1)
0.073(2)
0.140(1)
0.007(2)
0.136(1)
0.007(2)
0.199(1)
0.160(1)
0.252(1)
0.318(1)
0.340(2)
0.368(1)
0.434(1)
0.480(1)
0.331(1)
0.309(2)
0.357(2)
0.425(2)
0.444(1)
0.394(1)
0.231(2)
0.276(1)
0.254(1)
0.344(2)
0.394(1)
0.459(1)

B{eq)

4.17(6)
4.4(2)
2.5(2)
3.8(2)
2.5(1)
3.3(2)
12(1)
13(1)
14(1)
20(2)
11.8(9)
18(1)
4.2(7)
3.5(6)
2.6(7)
2.6(7)
4.1(8)
3.1(8)
3.0(7)
4.3(9)
2.8(7)
3.3(8)
(1)
4.2(9)
4.1(8)
3.3(7)
3.2(8)
2.4(6)
3.5(8)
3.6(8)
3.4(8)
3.7(8)



#2 4-2  Positional parameters and B(eq) for BDNT(SbF )

C(19)
C(20)
C(21)
C(22)
C(23)
C(24)
H{)

H(6)

H(8)

H(9)

H(10)
H{1)
H(17)
H(18)
H(20)
HE21)
H(22)
H(23)

-0.311(1)
-0.379(2)
-0.445(2)
-0.449(2)
-0.379(2)
-0.313(1)

0.1537
0.0890
0.3726
(.4962
(.5083
0.3966

-0.129%
-0.0532
-0.3773
-0.4947
-0.4960
-0.3764

0.578(3)
0.625(5)
0.675(4)
0.696(5)
0.640(5)
0.583(4)
0.3292
0.2396
0.6230
0.7238
0.7357
0.6187
0.3147
0.2445
0.6181
0.7009
0.7457

0.6399

39

0.178(1)
0.122(2)
0.140(2)
0.203(2)
0.256(1)
0.243(1)
0.4511
0.5270
0.2609
0.3426
0.4576
0.4916
0.3829
0.4918
0.0762
0.1018
0.2103
0.3031

#i&)

1.9(6)
3.8(8)
3.8(8)
5(1)
4.1(8)
2.4(6)
3.8
5.4
4.0
7.9
5.0
4.7
4.5
4.6
4.8
4.2
6.3
4.7



# 5-1 Crystal data and experimental details.

ke

BDNT-(SbF,),

Formula
Crystal system
Space group

N 2R 6o

Radiation

w(CuKa)

2emnx

No. of Observations(I>3a(1))

No. of Variables

R, R,

Goodness of Fit Indicator

Max. and Min. peak in Final Diff. Map

CyyH sN,S;Sb,yF
Triclinic

P1 )

8.430(5) A
14.294(8) A

14.35(2) A

112.76(7) °

94.77(7) °

04,75(4) °

1576(2) A3

2

CuKa (A=1.54178A)
175.18 cm’!

148.4 °

2277

406

0.088, 0.096

2.42

1.78 /A3, -2.09 e/A3
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# 5-2

Positional parameters and B(eq) for BDNT-(Sb¥),

atom

Sb(1)
Sh(2)
S(1)
5(2)
5(3)
S(4)
S(5}
F(1)
F(2)
F(3)
F(4)
F(5)
F(6)
F(7)
F(8)
F(9)
F(10)
F(11)
F(12)
N(1)
N(2)
C(1)
C(2)
C(3)
C4)
C(5)
C(©)
C(7)
C(8)
C(9)
C(10)
cQ11)

X

0.50015(25)
0.33069(25)

-0.1622(10)

-0.29948(90)
-0.02662(85)
-0.29973(89)
-0.02556(86)

0.4853(27)
0.5209(30)
0.4779(28)
0.5161(28)
0.7174(30)
0.2825(29)
0.2100(31)
0.4464(27)
0.4475(28)
0.2130(27)
0.4768(31)
0.1890(30)

-0.1692(27)
-0.1631(25)
-0.1799(27)
-0.1822(31)
-0.1739(30)
-0.2016(31)
-0.2348(34)
-0.2588(35)
-0.2202(31)
-0.2853(36)
-0.2094(47)
-0.0788(45)
-0.0106(34)

0.21463(14)
0.68379%(17)

-0.40072(53)
-0.41231(51)
-0.27731(50)
-0.09056(50)

0.03429(51)
0.0749(12)
0.3546(13)
0.1851(14)
0.2433(14)
0.2178(18)
0.2047(18)
0.5643(20)
0.7955(19)
0.6898(23)
0.6678(16)
0.6072(21)
0.7537(26)

-0.3901(15)
-0.2842(15)
-0.2889(18)
-0.2425(20)
-0.3083(17)
-0.1401(19)
-0.0922(18)

0.0065(22)

-0.4410(19)
-0.5267(21)
-0.5342(22)
-0.4714(24)
-0.3881(21)

41

0.78560(15)
0.68365(17)
0.59974(55)
0.90864(51)
1.03400(53)
0.58807(50)
0.72281(50)
0.7539(14)
0.8164(15)
0.6512(15)
0.9241(15)
0.7986(20)
0.7825(18)
0.6687(21)
0.6931(28)
0.7914(20)
0.5663(17)
0.6096(20)
0.7554(25)
0.7130(15)

- 0.6127(17)

0.7723(18)
0.8724(19)
0.9373(17)
0.9232(18)
1.0221(20)
1.0683(22)
1.0100(19)
1.0262(26)
1.1120(23)
1.1760(23)
1.1548(20)

Bleq)

4.86(6)
6.07(7)
5.3(2)
4.9(2)
4.6(2)
4.8(2)
4.5(2)
9.7(6)
10.5(7)
9.8(7)
9.7(6)
12.7(9)
11.9(8)
13(1)
16(1)
15(1)
10.9(7)
14(1)
22(1)
4.8(6)
4.6(6)
3.1(6)
4.1(7)
3.6(6)
3.9(7)
4.5(7)
5.4(9)
4.1(T)
6.0(9)
6(1)
6(1)
5.0(8)



F% 5-2

Positional parameters and B{eq) for BDNT-(SbF),

C(12)
C(13)
C(14)
C(15)
C(16)
can
C(18)
C(19)
C(20)
C(21)
C(22)
C(23)
C(24)
H(5)

H(6)

H(8)

H©®)

H(10)
H(Q1)
H(17)
H(18)
H(20)
H21)
H(22)
H(23)

-0.0898(33)
-0.1778(33)
-0.1888(35)
-0.1704(31)
-0.1954(30)
-0.2362(36)
-0.2542(34)
-0.2176(33)
-0.2877(37)
-0.2081(44)
-0.0804(45)
.0.0127(35)
-0.0857(33)
.0.241

-0.278

-0.375

-0.254

-0.032

0.085

-0.252
-0.264
-0.382
-0.248
-0.031

0.081

-0.3765(19)
-0.2301(18)
-0.1257(20)
-0.0609(18)
-0.0794(19)

0.0235(20)
0.0653(18)
0.0080(19)
0.0252(23)
0.1141(29)
0.1699(24)
0.1518(21)
0.0675(19)

-0.134

0.037

-0.578
-0.589
-(1,482
-0.341

0.064
0.138

-0.019

0.133
0.229
0.196
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1.0698(19)
0.7085(19)
0.7569(23)
0.6889(20)
0.8582(23)
0.9095(21)
1.0061(22)
0.5563(19)
0.4747(20)
0.4645(24)
0.5283(24)
0.6088(23)
0.6221(19)
1.062
1.141
0.981
1.130
1.234
1.196
0.869
1.037
0.428
0.409
0.517
0.656

GEE)

4.3(7)
4.2(7)
4.7(8)
4.3(7)
4.3(7)
5.0(8)
4.8(8)
4.2(7)
5.5(8)
6(1)
6(1)
5.6(8)
4.0(7)
5.5

7.4
6.9
6.6



3
¥ FF—4yF BDNT &
Wl T =7 253 F [M(mnt),| O BB B

M. Uruichi, K. Yakushi, Y. Yamashita and J. Qin
Charge-transfer salts of M(mnt), (M = Ni, Pd, Pt, Au) with BDNT:
ferromagnetic interactions in conductive (BDNT),-[Ni(mnt),)

J. Mater. Chem., 8, 141(1998).

43.






3.1 Fim

BB Tl ~27= X 52 BDNT BIEEmMDAY 7 74 g2 FOEFHRSEDLF
ThbH, SO0V FF—VBOMERERTIRLEZLIZEY on-site 77— URE
EMOT 5, FORDEIBLEMS LUE 2BEEMXBHEE IR —o0f L LT
B 2 M OBETILFROFEERT, $1BEEMB LU 2 BB IV
T RERT ) DFALBEOYUNF AL OBHBMES R TE B, — BTG
LEFT DI ENBT ) DFA VRIS FRCAFA LIV LRRETHD EHE LD,
EAIRRE T O negative-U HREE 1 OFHEMAMFHE D, BDNT -PFe £/ B F AT
ANETEEFIETRHEAEEIRAOLN TE Y. FEEMFEP LRI THR
half-filled @ Hubbard B TH D Z LRl hoTWd, fdH T BDNT 7SRRI
stack LTHEY, ZON7 MEENLWVERGEEZ L LTS,

% /- — 7 . bis(maleonitriledithiolate)metalate [M(mnt)2)iZ B < b7
=FTHD, SETXERFHR T —REB N F AL [Mnnt)z) & DA E OB
ZERENTEY, PEEFEPEBHLRERCESELF LGP MON TS, EbIC
[M(mnt)2]~ (M=Ni, Pd, Pt) THLERIL A7 ORIE L 72 2 72 DD G b b FURER
VBB TH D, _

R 1I1CHDLIICBERCFENTFEL Y [M@mnt)2]D(2 - /1 - )DEEEILEL 2
BDNT @2+0)0Fi L 0 &<, TN o 0fisa b T Mmnt)2)?~ 5> H BDNT*~DE
WMRBRUMMBEBICHEZ 2L TFREND, ZTOKERTFEET =4 - BDNT 2#Hlb5btE5
& T, B/ srBEtEET 0 BDNT EWBBENR{ LN D LHfF S5, T4ux BDNT
DIELHERFTTHY . FE2m5FTh S Mmnt)] & ORBIZIIZEEEHEL L 5D
FREEZONDZNLTHD, ~F TMmnt)) BHF LIEWREL LD LNAHETHY
INoDEERNETH I L THMARIETER T PANVEOHENOERD Z & MfFEiLsd,
EHIZ[Mmnt)] DFRLEBOD A E L RENLWF SN DB EIC>WTIERWA NS
REREENE Z b, EFICELAREEMTH D, JOMXTIIINL OBRHBEE A
OHEE L HtER L OBREEEIZOWTE~D,
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3.2 EB
=i |

thi4£0> BDNT #5 & 1f BDNT(SbClo)z 1343 FRHERFZERT, I T DA Lz Lo
2EOE TRV, (TBARM(mnt):](TBA=n-tetrabuthylammonium ; M=Ni, Pd, Pt, n
—2; M=Au, n=1)& L G(TBA)[Ni(@mit):]iz PER B RS, FHLOEHR LI bDOEED
TRV, BERSTRRBENLCHVWE,

a(BDNT)2[Ni(mnt)a]

LLFo 2@y 0NEEZRA, EHIICTALE L THEMIIELN 127,
1. €10 BDNT(ShCle)z & (TBA)[Ni(mnt):]®> CHsCN il #1867 5, BEHIZEA
VA U B, 1B L CHsCN THER WA L, 7 0% CHCl TH:? BDNT 25,
2. CHsCN ##&i: LT H TEZ VW EHEERA -, 2 Bl%, H T8 OERET
DR TREIEAE U, 1% L CHsCN Z 0% CH:Cl TEE D,

SLFE T C H N
Ni PR EAE 51.09 1.82 8.51
ERHE 50.35 1.26 8.07

DTFD 2@y OFESZRR, £ TRLE U CTHERIIGEONR 5T,
1. %:%10) BDNT(SbCle)2 & (TBA)2[M(mnt)2]» CH:CN i IRET 5, EbICBEIL
Bk U A, MR L CHsCN ¥ D% CH:Cl: TH 5.,
2. CHsCN #&igE LT HFEEAWEIREERS /-, {02 WE#%, H 57 O
OPMTEGLEASAL L, W3 L CHsCN # 0% CH:Cla Tk 2.

TR C H N

Pd R{E 43.90 1.38 9.60
EHIE 43.67 1.71 9.11

Pt Hinfe - 39.87 1.25 8.72
EHE 39.10 1.57 7.95
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c.(BDNT)Au(mnt)]2

BDNT(SbCl)z & 4% /L O(TBA)Au(mnt)2]®> CH:CN Bl iRAT 5, EHHIC
BEmALE LS, EBIL, CHCN T8, BRREROHICRAHEMRNELND, 1
HOERRYIT. HRITE LVWAREFOMOBEREOR RTINS,

T AT C H N
Ham i 33.29 0.84 9.70
FERE 32.67 1.60 7.33
d.(BDNT)Aulmnt)o]

CH:Cl: $(TBA)[Au(mnt)2]7F/E T BDNT # EEiit (2pA) TEMEBLTS. 18
MEREOHmENFLND, 85I L CHCl: TH D,

LRSI C H N
AmiE 39.79 1.25 8.70
FE R 41.56 1.67 8.16
HEEE

IR A2 hoLid B A48 JASCO FT/IR-VMT # BT KBr #ERETRIE L 72,

X a7 — % 1338 THY AFC-5R # BV TIE L7, & SRR I XE A
FHWCHEX . SAPI9]1 & teXsan Y 7 & BT full-matrix f/D B RIEIC L Y FHELL
7=. ¥R X#E1Hri% MAC Science MXP3VA 2 AV THIIE L 7,

de B X (58 E 12 QuantumDesign PPMS & Digital Voltmeter Keithley2001 % H
WTHIE L7, (BDNT)[Au(mnt)2}e DA @ AR (0.3x0.15x0.15mm?) O flijim il 4~~—
A DRV ST ETRE L, FOMOERMITEMR LIRS LICHERE Lt Ak &
PR 1.0x0.5x0.02mmS DEMHKICER L&~X— 2 kTG TIE L,

ESR A~<# htX Bruker ESP300E X-band spectrometer & Oxford ESR900
cryostat W THRIFE L7,

RBi{r2i3 SQUID QuantumDesign MPMS-7 35 XU MPMS2 # F\WT 2K 25
300K D&% L7 0.2T £ /=i 1T ORE TRIE L7, RUBEEEO %503, 4% BDNT,
(TBA)2[M(mnt)z](M= Ni, Pd, Pt). (TBA)[Au(mnt)z]# L T TBA-BF4 D% /LS BE{ L R
ZREL, BRaOEICREERAVTRER L » 72, R 2ICHOW I IBIER(ER 2T,



3.3 ®R

3.3.1 FRHART b

Bk v T DREA Y S ORIERE A BDNT-SbFs. BDNT-(SbClg)z. TBA-
[Au(mnt)z], (TBA)2-[M(mnt)2] Db O & bz LIRB 21T -7, CN SRS LA O e
[M(mnt)2]}Z 3T % °— 213 BDNT DO — 27 12~ TH <, 400~ 1800cm! O ik T#l
MERDBE—27 88— 312 BDNT k2D ThH D, | B N i G I b
(BDNT)2[Ni(mnt)2] 3 £ (BDNT)[M(mnt):] (M=Pd, Pt, Au)l : 1 HOAS bVIZRE
MCETHRCEITHY . ThETOBDNTE / B F 4L DO 2 <2 bk b &<
— 8T 2.

F 72 CN i IRE 2> O [M{mnt)] D Z HIET 52 LMW TE D, Best HIZdLD
M(mnt)z]® - 1 {lizs - 3flE TEAAEL L EO CNIRBIT— FO 7 FAN~L
NTHEO, 2 [M@mnt))2” 56 [Mimnt)e} IZEM IS &40 15em! @ El~> 7 125
RN TV S, [M(mnt)2)(M= Ni, Pd, Pt)?> BDNT §§{& 0 C=N i REIET KR
HobLOLVEREK7 FLTEY, BDNT)-[Au(mnt)] "D &0 FIFFELL A>T D,
IO 7 MEM@mnt))? b [M(mnt)] (CEE{EESNTWAZ EEFEWL TS, # 31T
vICNYBfEIREN & — N 47T,

iz [Au(mnt)2) $iAE Lk L T < & (BDNT)Au(mnt)z]e BiFgE 0 A2 kb
X BDNT*O {0 L —8 L TEY, [2+,1 - |OMLELE ERPEND, U LE—NyF
(24 U A(BDNT)[Au(mnt)e]s ¥R D A7 b I EERAZ Y BDNT*O LD E—FL
TWwWi, Z®Z & 1E[Aul(mnt)e]ds - 0.5 fiziieSniZ L aFELTWS, Ll
[Au(mnt)z]®> (1:1) 5L (1:2) 0 CNIREIT— FIFE AR UEEICE DN S,
ZHZ[Au(mnt)z] "4 B [Au(mnt)2]® ~OFE{L CIIEN B ORE L IFE TEX 2138 CN IR
BhE— KR 7 FLizvnicbEEzbn5,

3.3.2 (BDNT)[Au(mnt)els O X ks & ik

TGOS YE S B, EE TRV L DO BDNT & [Au(mnt)e] 1 2 #oh
RRAEBD LA TERE, BARFR, =M C2e, a=2086(0)A, b=16.49(DA, c=
15.02(2)A. B=115.41(4)°. Z=4, R=0.052, ¥ LW \ESSWT -7 2 F 41T 7, E2a
(2 X HRAS S A AR AT D FE R 2 5T, BDNT & [Au(mnt)o]i3 F400 0 & RY TEFNFih e
BICI - TAF v 2 LTWA, AT LEFNFNORS T EIIHTRLOE2E 2b 5L U
({ZRT, BDNT 1384 7 5 A S Tidde < W 3 1RT & SISl e 2 F 4 — LB hs Pl
OF 7 FTOT = ABICEL 547 O mE TR UNAMER Lo TS, V-
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Abs

0.2

0.1
0.4

BDNT-SbF,

0.2

(BDNT) ,~Ni (mnt),

......... TBA,~Ni (mnt),
R
o

i BDNT-Pd(mnt),

J R TBA,~Pd (mnt),

88 F

88 E

it BDNT-Pt (mnt),
" e TBA,-Pt (mnt),

£ BDNT-Au(mnt),
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AMEBRBIVF? VF7OTYARBUOTANENTIIEAFEHO#EEL 22TV D,
it:@ﬁﬁm%ﬁfﬁﬂt%T@:ﬁﬁf@@ﬂfwémmT@wmwmﬁ&E<M
TWWd, Z0RUNESEHELIBDNT DV hF4 L RECHRPREEDTDES2TH D,
[Au(mnt)iT B L TEDO2=y MRERZLRBLAT v 7 LTS, 42—
NEFA<—BDER O FOBOERT, 54 v—NOHEHREMLZO 3.70A, 54 ~—H
i3 van der Waals 20 L 0 BV FEAMERHIRE 5T, [Au(mnt)] R D575 FH
MEERIZIZE A Y2V, BFEEML Y BDNT - [Au(mnt)] M OMEER BT LA 72
WeEZ LN, BDNT 2P OICBE L VAL — #0355, FORGHEHIEMO
LOLIZEAYERGAY, BDNTHIOEEFERBIZLEA LR DAL,

3.3.3 MR X KRBT

€5 12T &It TFROEGM LR XBREITE— 273y —7ThH, ik
OB S &ZRLTVS, £FBDNTAu(mnt)e)e OEHESE & ROV > FAOEYT/ < F
VIZHEMNIRSTEY, ALY PLOREREEIERE - HOBETHLZ L &
FR LTS, —HBDNT)[Pt(mnt)2] & (BDNT)Au(mnt)e] DETT/ & — i3l - T
D, BEWVWELLEEETHD L FIEENS, (BDNT)[Pd(mnt):] & (BDNT)2[Ni{mnt)2]
@i RF =i FhoRE = L b B Tnd, BERB LT TIIHEDI-T D L
TV 2% (BDNT)[Au(mnt)2]z BifEds & L=/ — v 2 b 0ER AT, Zhstoksd
WHREDL I RIEEE LTV ADEMS ERAVITELNRD T,

3.3.4 BXRzEH

R 5 ICEROUTGEE L EHERINT—2TT, STOEEMITEAMR
BRTEE 25125, W b RROBREEE IS <, FE= 0¥ —i3{Ev, Bt
DFFH DA DY T A AERICIERIIA R E V0 D S EREA Y, [M(mnt)2] & FiRiE
FH N —OBWBIMEORTL I NIZEEEERE V0T, (TTT)[Pt(mnt)s], 3
(perylene)z[Ni(mnt)2] 4 <2(perylene):[Pt(mnt)z] 3 727 Th 2, bz, ZNHDIEHRT
PR AYERE K — AT 0 EE LT A7 00 REN 2 F-048  (BDNT)[M(mnt)z] i3 [1+,
1-]01: 1 0K THD, TRETICAEESNZBDNT O 2: 1L 1 DMK
BABEE L RN EVEREEN A R, Flid, Mott-Hubbard 8/ m-BDNT-PFs
DEROBESEEEIT 3x10% Seml, FEHALTAAF—1I 02 eV, § TLTEED o
BDNT-PFs D ERAGEIEITIEIR T 0.4 Sem!, ST F/L¥—1320.05 eV THD, 7
FEOBVGEMEIIHEL 1 1250 TiucIwELTnasELzbNE, W20
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M(mnt)] 7 A Y &R 1: 1 BEFEEED 1 Sem ' BEOHLRYEVEEEZTI. L
2y Lithod % < 0 1:1 #1310 Sem ! BATF OAR LV MREM: L AR E 400, 8 (EEAEHNI &
235 BDNT 36 & U[M(mnt)]) O —F £ @A ARAUICR S v 7 Lich T h%&{F>TH
HIEMEZLND, IOREKEOF L TLRMEERT LT T RS L nbE T2
FUTEEWVEEMZRLTEY, BESTHRES LICEWREROEA SND Z & 25
Fahiz, L LBESARCERRE/LILRATERDSTL

3.3.5 ESR A~7 )}V

RODICAE 25 LD BESOEFEE %2E~TH <, BDNT TiZ BDNTH*D A
MTTHNHF AL TH DAY Y §=1/2 12, [MI(mnt):] " (M=Ni, Pd, PtyizH.0& )&
NATOBFRBOS AT =4 ThaAMA, [Aull(mnt)] 1% d8 Th Y WML T =
YTH B, HEoT, (BDNTH[Au(mnt)z] ™ & (BDNTZ){[Au(mnt)z] }: B ZRVT, Zh
5O{LAMITIL. BDNT 13k D A £ & [M(mnt)2] ¥ O & o & Btk o0 2 FEEFEL
TwélétﬁéoIWEBH%MmeMTMZMJMJM@%R%%@gﬂ@iIﬂ
2.065; Pd, 2.024; Pt, 2.037 Th D, °

B X7 g ik L UHUWEAH 2% 6 IcE LT T, £1, (BDNT)[Au(mnt)]
@ 3.6K @ ESR o # F/UIE3ERIZIL - % 0 L7 orthorhombic 24 R34, 07+
AE m-BDNT-PFe THAIE N b0 & L —HT D, (-T2 D7 F/{d BDNTHIH
¥TAHLOLFREND, (BDNT)[Au(mnt)s]: RO ESR 7 AR L 1: 2RO
Y TADY ST AT THE BT E LD o7, TIVTHERT O R BT
Eh 5 L 92 BDNT B L ClAu(mnt)] DEHENREhEN2+E 1 - TEHICRBEETH ST
HERSICEHET S Z LN TESD, —F., BDNT)[Au(mnt)e]: ¥iR Y 7 iZid, v —
772 BDNT kD3 7/ FABEN 5 Z &b BDNT LG DFIEL TV D LV S RHF R
7 PADRREIFL TV D,

(BDNT)2[Ni(mnt)2]iZH 6 12784 & 912, [Ni(mnt)] " O3EF T 0— K2 7F
& BDNTHIHRET AL ¥ — TRV TV EERRLASY bARTFT, ThbiX250
Lorentzian i 7 F IO+ AZ N TED, HFiRTO g EL L UHIGAH IZFLFh g
=202 3L g=2.004, AH=350 B LT 13G ¢ 526N/, KTICHESBELLEERE
ho g liEks L UBIEAH OBEE{L% T3, BDNT @ g EIXIT L A SRR LRV DI
st L. [Ni(mnt)]® g HILRERTADIC 240 TRINT 5, /2, 72— F72[Ni(mnt):]
DL T FILOFESWEILL v — 77 BDNT ORI~ E ThREL, 300K To
BDNT/[Ni(mnt)z] > E5 5y 5L H1E 0.06 T, 200K T 0.02 123 LTnD, ZORRN,
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ﬁm%mﬁwTDMmmmwzEVﬁI&&%%%tLT%D\BDNF@%@H%%@%
B sV L Ex 5, (BDNT)[Ptimnt)s]it g=2.005. AH=~15G 0 BDNT-ZH¥T 5
xN?bw%%?o—ﬁ@Dmeammmmg=mn&AH=wM}&#ﬁnfu_Fm
L FFAOIBER X, v —77 BDNT 027 FAOFEITRD bivehro T,

3.3.6 Rt
@ 8 ICELEOREREL TS, KRLET—T T« 0T 4 VT 2T
IRTA—=F—FREIITT,

2(T)=

< +Xc
T-6
pm%%k%&EKE%?5&%i%h%ﬁﬁm&ﬁbﬁwﬁw&ﬁﬁﬁhéoan®
LEHHITT LOIUTHE 5 25, (BDNT):2Ni(mnt)s] # bR & % 2 V) —FEEHIF SN HEHRE
2%t LT/ & < . (BDNT)[Pd(mnt)z]. (BDNT)[Pt(mnt)2] TH) 10%. [Au(mnt)z]d 1: 135
LU 2l TIEIE% L ey, ESR 222 hL LY, (BDNT)[Au(mnt)z] TiZ BDNT*®
SEFAORBEMNER TR, 20F 2 ) —fAEFRIBIC LS54 L2 BDNT'O A Y
VirkBabLOEERZLRD, BEICEE LR WE e O K& &3 BDNT-X (X=PFs, AsFs,
Cl0835 1 X Bre) & 3 7 BHIHE CORRITBTI B, 26 DHETIE BDNT (3 —HsE A
5 AEED RBREAREEREZ LTS, ¢ ZOZ R [Aumnt)] BEMECES LTV
W EAEHLTHEY ., [Aumntp] i o REETHD L5 THRE—TT D,
[Au(mnt)z]® 1: 2 HOBMEKY T AATF 2 ) —@ AN SO —J7 TRIEIZEEF L2V Rsy
MR E U, Tl BDNTHIMA TR B LEL 0.5 - O X BEIEH [Au(mnt)z]®5~ £ 7243
[Au(mnt)g]0 PRSI b FRMENFET D L EZ N5, (BDNT)[Pd(mnt)] & LT
(BDNT)[Pt(mnt)z] ¥ = U —ERITHEFRMIZ LD L DI L TEIERIZR &V, ESR O
B IBDNT)[Pd(mnt)z] TiZ[Pd(mnt)z]' 2%, (BDNT){Pt(mnt)e] Tix BDNT*AS 8 Rttt o 7
FAELELLTWAZEEFLTVS, ZOBHEEOREVERITELZE TV LT
TRV,

02T ORBSEHP THMELESBEEOATT 72t (B 9) LY,
(BDNT)2[Ni(mnt)z] I 3ER CHMBIMBEEROH D Z L3505, ESR DFEFENLAY
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HAER b [Ni(mnt)] 0 2 B BICENTWA & &2 bhd, 2K THE LBt e
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ERE TOREHBOIHE EXVIT s=1/2 & LET VAT CEE D b RE<, FEEIES
% Z 4% — short range order 3H 3 ¢ EZ b b, yT-T 7y b TERMLREELZ T

WO TEMAMICHL LTWB XS R A D0, BT L2 Wy e BRE W
DTHD, YT 7oy b& AL HOMEEERE 150K 0 TRIMBEMED & Bt~ &
MBI L TWAZ EMand, 20K BLECIRERKTIEF =2 ) — - U4 ZAAZ L <
WoTEY, ROMH ZOWRTOMTH 2, 100K LUTF TILH G HEBAERBEAFASRE
bATEY, ZORAEETH 1112771 1D shBiE £ 7 /IS » TR A HAREEH O
K& &% RMED L Jhks=38K Thotz, & R B SHREENED B IRRENE ~DE L A3
(NH4)[Ni{mnt)2]HeO TH#EE IR T3, 10

3.4. [Ni(dmit)z] & @Kk

i R — LR BHT A OBMBTE & L TIZBEEE 2R TTF-
[Ni(dmit)2]: A4 TH Y, o FH— L OEWBEFE LS CARINTNS, £Enb
D% TREGHEAOHEEER L, O EOOMES AL LTS, £ 2T BDNT #H
WTRHR D O E R A AT,

3.4.1 EMERR{LIE

(TBA)[Ni(dmit)e) % BB L+ 5 & +021V THREA M 2B ML 0,
(TBAYs[Ni(dmit)e] DR B D TE % = & 3345 TV %, —F5 BDNT DL
+0.83V & TTF ®+0.46V |2 H~JEE 0@ AR 513 TBA & OB LEE D2 T
bote, HRHARA~LY AW BDNT ot — 23RN, TEIHORERED
(TBA)os[Ni(dmit):) & L7z HiREE I<—H LTS

JLFE AT C H N
il tErmd ) 24.75 2.08 0.80
FZHNE 24.72 2.24 0.88

3.4.2 HBEBEIE
FNFROBILBRITEMLY, BDNT 0o/ B FA 330 FA4 L&
[Ni(dmit)e] " #BAT 5 L BHBHBR -2 L EEHICBGETES, LI THELED
BDNTZ(SbClg)z & (TBA)[Ni(dmit)2)™ %, H EE D& & A - fiiliis: & @i E R
FTAR2O00FETREEEE., &H605E HRISITELMIERHE VP BDNT @it
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WA U e, RUGH % 1638 Lt BDNT % CHoCl TH< & BEDOHKRBIE-7, 7R Y
— TR A WD L NEERA LT L BRAHT I AR TE L, TRAFOHML
g & 0 LRSS TIEE b Ao t, RS2 FA (R12, #7) 12 BDNT &
FRFFFAT LRI AR E B EEIELTWA L E &R LT, Ll, AT kA2
(TBA)[Ni(dmit)s] & & (TBA)os[Ni(dmit)s] & & F o7 < B2 25 &6, BDNT &
[Nidmit)] DE AL LTNA I EBLENTHD E VR D, £ 1T, EITBE T
&7 [Ni[dmit)2] 8 BDNT £ F k5 7 FAT v E= 2 ADEH b LR 1ED P BESEUS
ThY. EHLIMBRIICARTAOTIRAVED IO L S RERBBLNIEH LD
S ERTED, T OAERLEBERFI(TBAN[Nidmit)s] & (BDNT)[Ni(dmit)] DR 547
RIET RO O A F A EE AT BDNT(TBA)[Ni(dmit)z] 72 O x BT 5 2 &
XLIIIHEET S Z N THINDSHOBRETH S,

3.5 EE

SESK S N BHBEEABDNT) [M(mnt)] ik, HSHHTNE A O o IE
BT L LTV AWML bS5 TBDNT 7 VAN FA L ETHD Z b TRIND
D rz@EgEd i L, LA LRF—¢7 =40 oM nEMofsioTnD
AR TEH D, MWD b2 & 72 - 72 (BDNT)[Au(mnt):]: O HEFERIZENT, FF
RO & MBS 2R L TV A DI [Aumnt)) D 5 TH Y . BDNT 2 ¥hFA4 1
MR U RS R R T e, 02 ERBERGESEME IBETHDL VDl
EfEFEE—HL TV A,

RUCRORIEC L5 L. NifshaRE, TRbOLANOF 2 ) —FRITHHIC
AEV, ZOZ EEBDNT A 2T HETHRAEARROH L E2BKRLTV S, &
P HRAE M (mnt)e] " M=Pd, PO2 LM SN n0F 2 ) —EHL RN R 12T,
f£- T Pd(mnt): % Pt{mnt) b ZE(LE - EREHERAEMAERICL > TAL Y Z2H B L
LoTnBEEZLNS, 277 L M=Pd TITESR OfR L1, BDNT TR RD, T2
i Pd(mnt) RO —HEHAD S 7 FA LRV PADA L O—FAEK->TWH I &
4B, — Nif#ikTid ESR T BDNT* & (Ni(mnt)] OFEIREN TV DS, £DL
EMF A ) —FEHAKELLTWAELEZOND, ERBIETOV 7T ABEORLL
b, @ BDNT & [Ni(mnt)2] DA EALFNFNMIILTWD I EARESNG, 5612
= D[Ni(mnt)2] D & AR CHRBEMREEA R > E R b LieoTt,

TheoAESmAMAKLIIEOEE T, Moo RS DK
(BDNT™)[M(mnt)2] (n<1) TH % & TAUE, Coxp/Cone=n &7 0 F 2V —FEHD/ &N T
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EERBEATES, HELIOZEZITIR TO BDNT QML ZOEEFELLHILRTE
7eun, ‘

sk 2y b L% ESR OfER & 0 #4515 E L7 (BDNT9{[Au(mnt)z=]2}~ DA
H T, FOMBEEIE LS 61 BDNT?OME LB L ¥ b [Au(mnt)] DR EL

(-1/0) DIFHIAENI Db 5T, [Au(mnt)e]n b BDNT iCER BT LI Z L1078
Lo ZOBERIZHNTHELRALRITL - TR,

A RO RS TGO LVMEEBAE LN D 2 &AW LM THDIZED
b, EEMOEXICXLOMECHREARIC T2 I B TE R0, LnL R
—BIUT =4 DTN b S FERREE BN TEY . TNLOHRAGDERE
2D IS o TR EARE LTUHER RHERDERIIEAR S LTEREN TV D,
SEIOBEFIIINE T, FESFRILETLORAL LD Z &0 o I mEE R BT
EOBBIC, FilETEAER T2 NbaE - THILEEZLND,
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®1 MLETEN

BDNT in CH:Cl:

E12(0/2+)= +0.83 V vs. SCE

Eiz/V vs. SCE in CH:Cl:z

0/1 - 1-/2
[Ni{mnt)z] +1.22 +0.25
[Pd(mnt)z] +1.13 +0.33
[Pt(mnt)s] +1.15 +0.23
[Au(mnt)z] +1.51 - 0.b4
[Ni(dmit)2] +0.21 -0.15

# 2 REMEEHYLE /104 emu-mol!

BDNT
(TBA)2[Ni(mnt)z]
(TBA)z[Pd(mnt)e]
(TBA)z[Pt(mnt)z]
(TBA)[Au(mnt):]
TBA-BF,

BF4~

- 3.29
- 4.37
- 5.98
- 4.78
-3.78
- 2.08
- 0.39
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#* 3 [M(mnt)z}>~® CN f#EhEh 2/ cm!

M(mnt)z]?~ [M{mnt)z]!~ BDNT s %

[Ni{lmnt)2] solution b 2195,2213(sh) 2211,2226(sh)

BusN* 2188,2197,2216

BDNT 2211
[Pd(mnt)2] solution® 2198,2233(sh) 2212

BuyN* 2195,2215

BDNT 2207
[Pt(mnt)z] solution® 2189(sh),2200 2204(sh),2215

BuaN* 2188,2197

BDNT 2209
[Au(mnt)z] solution® 2195 2213,2226(sh)

Bu4N?* 2209,2222

BDNT (1:1), (1:2) 2207,2220

a; VICN)D 5 LR LMEDOKE VLD E KT TTT,
b; S. P. Best et al., J. Chem. Soc., Dalton Trans., 2267(1993).

% 4-1 Crystal data and experimental details.

&4 BDNT-[Au(mnt)z]z
Formula CaoH1zNieSi13Auz
Crystal system Monoclinie

Space group C2/c

a 20.86(1) A

b 16.19(1) A

c 15.02(2) A

B 115.41(4)

\Y 4581(6) A3

Z 4

Radiation MoKa (A=0.71069A)
p(MoKa) 70.57 cm?!

20max 60.0 ¢

No. of Observations(I>3a(1)) 2697

No. of Variables 326

R, R« 0.052, 0.045
Goodness of Fit Indicator 1.85

Max. and Min. peak in Final Diff. Map

1.57 e/A3, .2.21 e/A8




32 4-2  Positional parameters and B(eq) for BDNT-[Au(mnt)z2] 2

atom X - y Z Bleq)
Au(l)  -0.04684(4)  0.04686(5) 0.08347(6) 3.20(1)
S(1)  -0.0377(2)  -0.0948(3) 0.0971(4) 3.7(1)
S@  0.07212)  0.0612(3) 0.1882(3) 4.2(1)
S(3)  -0.1668(2)  0.0330(3) -0.0196(4) 4.5(1)
S(4)  -0.0544(2)  0.1886(3) 0.0643(4) 4.3(1)
S(B)  0.3526(2)  0.0275(3) 0.0595(4) 4.2(1)
S6)  0.4463(2)  0.1615(3) 0.0800(4) 4.6(1)
ST 0.2080(7)  0.175(1) 0.183(1) 4.4(4)
N(I)  0.0904(7)  -0.256(1) . 0.221(1) 5.6(5)
N@)  02312(7)  -0.067(1) 0.325(1) 6.2(5)
N(3)  -0.3228(7)  0.161(1) .0.163(1) 5.9(4)
N@4)  -0.1822(8)  0.350(1) -0.067(1) 5.3(4)
N(G)  0.261(1) 0.141(3) 0.148(3) 2.0(7)
N(6)  0.177(3) ©  0.245(4) 0.119(5) 3(1)
CQ)  0.05308)  -0.109(1) 0.175(1) 3.6(4)
CE@  0.075(1)  -0.192(1) 0.203(1) 3.8(5)
C@3)  0.09638)  -0.043(1) 0.209(1) 3.9(4)
C4)  01727(9)  -0.057(1) 0.274(1) 4.7(5)
C()  -0.1891(8)  0.137()) -0.049(1) 3.5(4)
CE  -0.265(1) 0.150(1) .0.114(1) 4.5(5)
C(7)  -0.1445(8)  0.201(1) .0.017(1) 3.7(4)
C®)  -0.1661(9)  0.283() -0.046(1) 4.2(5)
C@)  0.4415(7)  0.000Q) 0.099(1) 3.1(4)
C(10)  0.4666(8)  -0.080(1) 0.120(1) 3.8(4)
C(11) 053749  -0.093(1) 0.149(1) 4.7(5)
C(12)  0.5814(8)  -0.027(1) 0.157(1) 4.3(5)
C(13)  0.5579(7)  0.054(1) - 0.136(1) 4.1(4)
C(14)  0.4844(7)  0.067(1) 0.106(1) 3.2(4)
C(15)  0.3631(7)  0.1279(9) 0.054(1) 3.1(4)
C(16)  0.3055(7)  0.189(1) 0.024(1) 2.9(4)



#* 4-2

Positional parameters and B(eq) for BDNT-[Au(mnt)z]

cQa7)
C(18)
C(19)
C(20)
C(21)
C22)
H(10)
H(11)
H(12)
H(13)
H(19)
H(20)
H(21)
H(22)

0.2615(8)
0.2922(8)
0.333(4)
0.319(2)
0.265(2)

| 0.218(1)

0.4363
0.5567
0.6285
0.5882
0.3697
0.3466
0.2642
0.1836

0.191(1)
0.247(1)
0.236(4)

0.294(5)

0.359(3)

0.364(4)
.0.1261
-0.1454
-0.0374

0.0962
0.1959
0.2781
0.3934
0.4093

0.074(1)

-0.051(1)
-0.099(6)
-0.180(5)
-0.207(4)
-0.152(5)

0.1141
0.1660
0.1751
0.1398

-0.0766
-0.2113
-0.2581
-0.1830

(FE&)

2.9(4)
2.5(4)
3(1)
5(2)
4(1)
2.7(9)
4.5
5.2
4.3
4.6
5.4
9.3
3.8
4.2




%5 FEOBRGEES LU F % —

e ort / Sem'! EHELm 2L — [eV
(BDNT)2[Ni{mnt)g] 0.5 0.06
(BDNT)[Pd(mnt)z] 1.3 0.043
(BDNT)[Pt(mnt)z] 2.5 0.036
(BDNT)[Au(mnt)z) 0.4 0.05
(BDNT)[Au(mnt)z]e ($54) 1x102 0.10
(BDNT)[Au(mnt)2]z (Hif5EE) 1x107 0.19
#6 ML
L&  ClemuKmol! {N/Na | 8/K |yc gfl at 3.6K | AH/G
/ emu'mol! at 300K
Ni(2:1) 0.397 1.01 [ 38 4.5x10+ gronT=2.004 | 13
gni=2.043 350
Pd(1:1) | 0.0386 0.10 |-0.43  2.1x10+ gav=2.019 140
Pt(1:1) 0.0495 0.13 |-0.61 | 1.9x104 g.v=2.006 13
Au(1:1) 0.0077 0.02 |-0.26 ; 1.4x10+4 g£1=2.003
g2=2.005 17
g5=2.009
Au(1:2) 10.0147 0.04 -0.35 | 1.0x103 gav=2.006 14
(F3R)

aM(m:n);(BDNT)m[M(mnt)z]s

-

3



#FT FRORRTZ b

(TBA)[Ni(dmit)z] | (TBA)os[Ni(dmit)e] | BDNT & DI X 2 4 RAh
NGV €7 REE

2957 s TBA 2957 w

2928 m TBA 2924 w 2926 vw 2926 vw

2869 m TBA 2869 w 2855 vw

1478 w 1479 w

1381w 1402 w

1350 s 1348 w

1174 w 1221 br 1244 s 1250 s
1148 w BDNT | 1150 w BDNT
1115w BDNT | 1113 w BDNT
1076 m

1059 s 1057 m 1053 s 1061 m

1022 m 955 w

920 w 922 w

887 w 885 w 875w

779w 781w 750 w 747 w

734w 734 w

511w 503 w 494 m 494 m
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4.1 Rk

BEDT-ATD(4,11-bis(4’,5-ethylenedithio-1",3"-dithiol-2’-ylidene)-4,11-
dihydroanthra[2,3-¢][1,2,5]thiadiazoleli X BT A AL SV ETFEm D/ E 7 7 A HBEZFFD
BFTHD, BIEETHELTE7 BDNT &FEfk, ZOHFFEMEL S -NRIZEBI5IAES
~HENCB RBADOBRETRIY, BONT & L<E/o@Ed 2L T0vad, LA LRI
WKL LRDUEEEZEZEHE, UTOX IR FREOES LD, BDNT 2t~
BEDT-ATD OAAAFTHAEEZ 6N D, BDNT L AF— 4 1 KRT I
dibenzo-TTF £ ¥ L. FOEICT 7 b FT7 U7 V=N O RFBZ LI SATLBERELT
W5, LirL, TTF FREDLLEHTROEND LSRRI~ MBEEREZLL D &
TE5E, AF L 2ERT LI RBHLSFETANLLERIITFRENDL I, TF
OREC L2 S B ERVEVBREB LU 7 LV BOKEOIRBENFET LD
SFRLEAE-SL ZENTERY, D, FFHBAEERLTHOITELTHRTSH
., BonsWEII—-KkTHER2s, EREINETHLEN TS BDNT {E&Bidvdind
IOBEFIFHERTHILEBTEROTVD, —F BEDT-ATD OREAFRITAF—
L3MEBY BEDT-TTF b R4 T oMTEDL, AX— L4 omh5b L 50 S-S Hft
EED ZRTHIS— MEEZ LD R[REMBE L TV D, SOCHICIIE EN D ntR LT
THLUDET Y R ZEAEBRESNTWD, VA7V v 7R NFET 7 LOERIL. B
1 BIUE 2ELEMNOEN 9OmV &/ Sy, 1 ZOBMEL Y on-site (on-molecule) 7
R VI AAF-U OREFELPINVEHRENDS, PE2 onsite 7 —r U RE U 25
DRF =BT I ETEF— %R0 LB LVWERERBEB L LTHEHETH S, &
REHMLIZ L V83545 BEDT-ATD @ 2: 1 EffB BRI S Pic ke L ABERES T2 5
7. (BEDT-ATD):X(solvent) X b a3, INLOEMIREBETRE T, Wihbé
BEITHE I LHERGEE, BBEBLIUCACVELLEONE TR LN, 23 X
HRIE TR —#EE (MD &BE L., ML EBRERST =4 R oEsici
FELTW3, “hboERBEEOHR TBEDT-ATD):X(THF) (X = PFs, AsFg)id 3K £ T
A CRHERIELERE RV, Zhb 2 00EMORERED 50K TRHLNR D
REEE CELIIR N o7, —F, #l2IEBEDT-ATD)PFs(DHF}Z 150K T MI
EBEEZT,

INHDEEYIICR LEREOERECHIEEXOR, FAHENTRIST
SRR RIEH OB E Vo b TH/NE SRS MI IEBIREIIKE SRS
%25, 4+ BE—RITHRTHRFKEPLEFHENTIF =—CHOME(EMZED, THITX
D ML 2% 5, 0 RE7eER & iddiz, BEDT-ATD):X(solvent) 3% Tl &
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R T A RN S NS MI EBEEAEL BTV D, KESK, BE{LED
REZITV, TORRLEBEXHREFTERZ B LT, 28 Ml SBEBREZTRELTVD
DnERDBZENIOWEDENATH D, 30 FEERHEREREEMOR~RY b L
IVEeNLT—F B LERET 3,

4.2 FEB

(BEDT-ATD):X(solvent B & D& fh L4y FRFFEMEN ., T LI L0 ThFho
BE(Z e Fe7 5 (THF) . 2,5-¥k Fr7 5 (DHF) | 1,3-4% ¥ %> (DO))
PTXT=FHFETEMBETHONL, BBERARG T, BROMAEY 1 X3
1.0x0.1x0.05 mm?® T, TNEND, ¢, aWFHATHD, HROMET Rigaku AFC-7R-2
4 BHEITEE % A X BEPTHE TR -, KB O XFREPTAEL Rigaku R-AXIS-4 1 A —
V7 Fe— MIERBERCTITo e, VT AOREEFRE S b o — A el RiR
ERAAREHIHTHRA L, /AL E#E&OIERT 8mm, #RBOMSITEEE TR,
SHELXS86 #5 & (* teXsan % AV full-matrix &/ B Tk THIE{L L7, 5

AR TN OFREEEIL Quantum Design #: MPMS-7 SQUID magnetometer
FROTITRIEEY. 2K 525 300K OREFMTHE Liz, BB tE~ORBHERO TS
EDWTHRUTORETE LS W, 1)FEO BEDT-ATD 3#%E Y 7L OF L REM
Bifb E2EBNE L, 2) T =2 O BRI RIS A A 72, D EL
REEMEBAEEIT Pascal ANCIEVETR Lz, R 1ICAWERBEEBELE S =T,

R AT FVEEBBL R EDLENZ 2 2OS AR THESh T —#
EORVWTHROAL, £ 2 ITHERMRE 7888, K. detector, E—LAT Y v ¥ —%
LTRAEFOHRAEDLEEELDD, KHFED Reference (2134 T ARIZEZF L7=4
(600-12000 cm!)& Si BiEdH(11000-30000 em )& FHF M iz, BEREGITER iz
VarZU—ATREEL., EaOEBRAREEZM LT A A—F—2HOTHEL
T IRBRIEDHE I, XYZ AT - PIZE Y (11 /2 eryostat. Oxford CF1104s @ %D cold
head [T/ &2 d=F A —F—~y FEfHith, o7 d=Fd A —F—D Lic@&, &
Y7 BRI D D20 iz radiation shield THVY, & 512 KBr £2® -2V /- vacuum
shroud TE D, BET /Y —3H o TAOFSTIERI L3V o TmAF—(TlBDAL
7Z. eryostat 134 221 % B0 HTZ turbo-molecular pump T 105 Pa & THZED | & % L
7o ABIRIC Lo & EH N ORBMICAFMH 24720 X 92, radiation shield D251
EDEELEIRT I, B%EFLILATAMEY T AOUE LT[ X cryostat [C—#EIZA
NEBTED Reference & L THW L, JHUTKBr B2F@T 5 Z & I1T L B4 09882 W
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RNEL TR0 THD, ZONMDOEDRE % cryostat DFHIH DAL BRICHRE
THEELREDRWI EEEIDT,

Raman #E A7 P& 633 nm @ He-Ne laser Thhite U THIE L 7=,
Renishaw Ramascope System-1000, L — % —®D 1L 6 pW ¢, B O 5pmofiz Dl
BRI A R T, AR ¢ BICTATIC I L. B AT DR H B OS2
-, BEESEHRLEICIV) 3y Z ) —ATHEE L, BBRHEOEEE, XYZ X7 —V
{2 HR Y fFiT 72 eryostat, Oxford CF1104s @42 cold head (ZHh 7 A2 EE | BV AR
M-V = radiation shield TR, & HIZAWEED DV vacuum shroud TH 7, eryostat
XY AR &R TN diffusion pump T 105 Pa S THEZES &% L, BEER YV —IT
F L FAOTETFIED LI IR —ZlbiAATR, HAREORV(20 mm)
%471 > X Mitsutoyo M Plan Apo 20x % W THRIE L7,

equilibrium geometry <4y F#i# (I HyperChem-R5.1 program system 3@
PM3 Bk MWCEHRE L,
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# 1 REMREEE /104 emumol!

BEDT-ATD
PFs

AsF¢

BFs

THF

DHF

DO

-2.44
-0.67
-0.72
-0.39
-0.562
-0.41
-0.45

22 AT L

FT-IR 55 5tas

multi-channel

detection system

Nicolet Magna 760
600-12000 em!

Atago Macs 320
11000-30000 cm!

M E RN | 600-4000 cm! | 3500-10000 em! | 9000-12000 cm™! | 11000-30000 cm !

FIR globar light halogen lamp halogen lamp Xenon lamp

detector MCT MCT Si photodiode photodiode
array system

beam KBr Quartz Quartz

splitter

{@ - wire-grid Glan-Thmpson | Glan-Thmpson Glan-Thmpson

82




4.3 #R

4.3.1 =HBEOFEREE

(BEDT-ATD)zX(solvent)#i (X=PFs, AsFs, BF4; solvent=THF, DHF, DO) ®#5
iEERVTR L EARRICE L. M P2V/a TR TH D, ThENOBITERE#
BNITFEEHTBL . ENENLONEYDOE LI LWERT - B L UEET — F 138
Rt K122 R THANZRBEDT-ATD):PF{(THF) D& @i E 4 R1, # 3-1 1TR
LB MMOE HIZIER CRTFERERL, fRMEbS Ly, bbb, d7 =4
REEEEZ LN D2y PEAOBEDBWVIIZEA ERV, ZOD LidFEEHE
WA EEW BEDT-ATD S FICE 2 TIRE-2THRY, #7 =4 RBEESTFIZFOMO
TEMEBED TVALETTHBZILEFRL TS, B 2 1Z7RT X5 ICIEFEREA BEDT-
ATD 7B b ENZIR > THORARMHKTAY v 7 LTND, 2=y hEAIZIIZOH T A58
2AEFEL., a $h7 MOBSERNFR TR SN TV 5, c Mmooz 7 LR T,
B3 2 BEDT-ATD ) F OB LAV S-S EFMERMS V- Th ol b 3.6~3.7A 04EFEN
IZHD, ZRTHIR Y MBEELEX DL ENTED, ZORIIBNTZF LU VFAY
FA—E (BEDT-TTF 5 FOBREZF/SFIZLIEL RIS LW) AL o 7icx LD
HRDHEERCEWTEELRRRE R4 o FHE S - SEMICL2 2Kkt ry N7 —7
#iE23% < © BEDT-TTF # AW/ HH#4 R THRE SN, &BATEEMOR X RBR L Z 2
HENTWA, T —F. ZO— NI T =4 o RrE My 23 F7E L. BEDT-ATD 4
FOEHEOHEERZHT T b, ZOXT =4V REES T3+ F11(0,0,1/2) & (0,0,0)
EH XD EHBPLICMBELTEY., Zhb0nT413&E 250 BEDT-ATD 4FI3E
WIS MABIRIC AR D, B FICH disorder ATFEL, BFs T3 BF:s 7 =4 0%
disorder LTV 5,

4.3.2 F|RRHPAXT b &SV FEE
(BEDT-ATD):PF(THF) > Biftéd D(100)f % AV E/b 3L 8 Elic DIREFH R
NI PN EJELLEZARIDOIIICHLHRREERR LN, FFZEMD DRA~Z L
JAZIIFRA BRI intra-HOMO AN FIRIR EZ X b2 7 o— FASHEA RSN 20100
L, Elle DAY MR ONR27, TORERRIFHIT, ZhoDbd8mizl
AE—BRTHOCEETHEAZ E2BKRLTWS, cliFmOA Z AMD S-S IR HIIERE
IV b LT EFBEORAEERIT XY, ZOoRRLEREEZZ2HbYED
. ETHBEOBENTF IR 3/4-filled D—RTHELB S FRFREIND, EBICHK
HIZE Y 150K KL LB IT 2@ BAEECHEIPIEE S RENT WA, 4 LaLK3ITxR
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[x12.

BEDT-ATDO®OH 7 A& B L U FRIEEER
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+ X512, Elfb DAY FATENB{EEHOE&BHIZEE D & TS 15 Drude-like 72 &
— 7 BRI G ERR (SR IS TRAEEAEFIR, A—HERE R
TWa, ZhitZORICEWEFRERHAEHEZLLNE, WTROEEHITENT
LELNARAERH AT PATIRESELL, BFHRELEE-> TWD I EB0505,

TALOERRHE ALY FA® Kramers-Kronig ERICE VW Hon 8 E R~
7 ko) # M 412571, BT R AF ORI/ FIZED TOZER SN TEY, )]
Hra L F—-LEEICBENT &0 D intra- HOMO /S FEBRBIZIFEBR SN EEA LN D,
ZORESY REYRED BB TS X RBHEOMEIT HOMO /32 RO/ FIROEH
2H52TLND, BHEBICTS <R E B b 510 Drude E7F A2 VT —T
T4 T4 ST AFERDD, ZOFETARNLZERIZOVT Drude IHEFHRL T
n5, LAaLA2EOESHIc oW TIERENE L& 9 IcREt A2 by R(e@)DFED Drude
EFLERELTNTVAED, ZOFEEISEDLIARY, FI2TRAD f-sum RI% A
WT7 7 ARG L REL o, 8

2 2 @y
w, =—| o(wdw (1)
£ 0

SOYDEIEEIR D de fxEE (30 Sem!)) 2BV TER To)PbiHEL. wo & LT 5x10°
) ETHS L, COHFETREL bRET T AvESHEOMEIT 3600 cm? THh-o7z, /e
DALY FAOEREEEIZ OV T 16K £ TLOHLERNSBITBAIES L2y, Th
I2 overdamping BEIC LB LD THHEEX HND, ¢ Drude 7 /WIS BE. KE
BT T A~ edge (HiEDw,/ e, TRADICRD, I T Elc (2o TIHEREEUIRD
phonon £ EIV 2RI H R OFO7IE 0.16 bR R= (2, -1)/(Je. +1) 125
Ve, FREL B LIC LT, 600 cm’ ¥ CRESB/INC R BIBIERSL HRVOT
@, /e, <600 cml, FEo Twp(/c)<820 cm! & RHL D T EHTE D,
AEELN-RERE LA OLAFTE LY R 1 2T 5, LaiSi
LIZEAVESSEPHEL, BEES t=-10S OBFINL D FAEFNAOBBHES Z tv=

—0.056, t,=0.016, t.=-0.0015eV L EEH L7z, ZhLOBEHOOLHMER 2 ITRT,
tight-binding WL ZRE L. WKW LF— 558 Bk ko) &2 K72,

E(kb,ke) = 2tccos(hec) = 2\[ 152 +1p* + 2ntpcos(kec) cos(keb / 2) (2)
Boh Ay Fiige: Fermi xR 5 (L) 273, Fermi @iid ol mas ~H Tz
EhdoTW5A, ZOiFE A F R Fermi @OIRSEWVIT N T AR FRIOBIES
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reflectance / %

60

50

Drude model

3 -1
wavenumber / 10° cm

[43. (BEDT-ATD) PF,(THF) DIRERF A7 ki




-1

conductivity / Scm

300

250

200

150

100

50

//c

3 -1
wavenumber / 10° cm

[Xl4. (BEDT-ATD) PF, (THF) D{ZEBEE R~ |
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energy (eV)

energy (V)

015 |

.10

005

oog

-0.05 |

-0.10 |-

-0.15 |

0.1%5

0.10

0.05

0.00

-0.05 |

010

g //’ (/, E,
i \“'“" r
\ 4
\\ ,M/// \\\\\\*wﬂw_o
N
z T Y M r
tp= -0.0557 eV, t.= -0.0015eV, t,= +0.0163 eV "
w, (//b) = 3700 em™, ©, (//c) = 3000 cm’™"
1) K. Imaeda et al., Mol. Cryst. Lig. Cryst., 296, 205(1997).
k
Y
ek
N ] . T~ |
r
\ -
Z T Y M r

(

ty=-0.0557 €V, t,= 0.00 eV, t,= +0.005 eV
@, (//6) = 3630 cm™, @, (//c) = 740 cm™’

K5 (k) BERVELSHLLEINAI ALY FEEB LU

(F) REEAST ML VEFINE A FigE
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tp 3 th IZHF L1, /1,23 EHBRE WD TH D, tpi3 E/b DRI FITH Elle DR
U FIZLHS LTWADT, SHLAKRDTZIN ORI S OEE AWV TRt
VIR S R0 7T v iREN o) & o) B FHR L1z,

é’lE(kh k)

H FCEGkn k) ZE TR g e

. (3)
e J 1 E(kh,kc))dkha'kc

ap’ (i) =

E(ky, k)iZZ (@) D3 FOZRTHI5 8, AR)E Fermi-Dirac B, 7i2RAIMTH D,
BENT 7T X REEOMITop(/b)=3700 cm! 3B X Wop(//c)=3000 cmt, op(//b)LETED
{REEE R~ PADPLOHEIZZVE LD 3600 cm! LIZIE—EHLTWVWD, —FHowp(lc)
DL Effe DRFEASZ PAOREREZHBATHCRIRETED, 20O E»DL e OTFHIIE
HoTHADIR LI T LMEEOBHIES t PERRERELVTETNDIEEZD
N5, FIChbFRAOBERKS o 3R UL AV, ¢ AmMIcES T 28N t=
0005, te=0 eV EEETHILIELT, EHLTHLNET T ARDEOER
@p(/)=3630 em! 35 X Clop(/c)=740 cml, ZR HLOBBFEOME AV THIALTREL
NAAY FEEL Fermi BAE 5 (F) KFd, BRIHBETHEONLZLDLIV I HLDH
RERED /AL FIFEECHWV E B s, Fermi @HE—RTHRTE L R->T0D, 20 0.24
eV &5 3y NIBIIHEER 02 TIHIER TR, MWETHEORTHL I L ETL
TW5, EREZROEEE AT Mlo)it L TR~27 L 5iC Drude B TRV, 0 LA
B TEME T de BEE TOM. £ 30 Sem?! ~ERD LTS, ZRHETFHEHED
HROEDTHDH, FOLIITHETWAY FIETHY 2B L{bAMBERRTH IO,
KERDFAHCZ ETon-site 7— OV TRAF—DINEL ot EXLNLD,

it BEDT-ATD I & OBEDT-ATD)2PFs(DHF)® CH2Clz FiR D54 FITRIR
22T Mk Blie DGEERRT bV EFHBRLIZLONRRK 6 Thd, Ele @AY b
IZiEoy FRIER (SFRETER) 258 5000 em! & {ERBOBEBIZRLGN S, ZOW
IZ/<y Fiz 2 % B © HOMO 76 SOMO ~OR3FHRER, MOEWEETa L 2HHIIH
WHETHHHRE AL A0y FREBIZRBINLD, R AF -2 THEW
DL, TORERDTHIEEESNABERTHLI D TH D, £ LSO 22x10% em!
& #927x10% em”! DE IO Fid Pt BEDT-ATD 5 F O TINETEBIRE TS5 2
LMTE S, —F 20x103 cm 1 LA TF D3 FiX BEDT-ATD A F A4 T VA mERT D H
DTHD, TNHIILTEERETOA, FMEBE LTRIRTX S,
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conductivity / Scm

800

600

400

200
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—— (BEDT-ATD) PF, (DHF) crystal //c
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4.3.3 BE{LE

ERFEMO ¥ 2 U —HICHE D B & AR T RHBIC L B b O L LTERGC#
BALEOREREZE 7 1077, WTOOEEW b A D WRAR LT 0.5~1.5x103
emumol TH D, MEHBREN% TCHRAOEEZRIT, 150K TIPS LHBR
ENDHLODEBRETCEE—ETHD, O EnbIDLEMT Pauli BBMETHD &
VWA %, B#Z2 tight - binding /8 FETAERET S & —ULRRED Pauli fALH(
FREROXNTEZ BN D,

N M
msin(ap/2)

Na 37 RN Fodl, us IR —THE. t I3BEBHES. pdBRBHE THD, FilORL
- BEDT-ATD —4F 670 Dp=0.5 LY t i1 0.11~0.23eV & RIELNL S,
—RTEDAL R THFEZEZ LGS, GEEFPERE DAL TAT &1{E
- T spin singlet JKHEIZ72 D spin-Peierls Inf & x bivd, ZOEWMOEE, 200
BEDT-ATD #Fic-0% 1 2O R—AMHHD T, F—/H spin singlet IKMEILA D12
BEDT-ATD £ Fii M+ 52 Loz, b*2 DBBFE4EL D, 7272L, Z D singlet
DT PMERTAE CTWIERIIRBEMEIRE & 22 0 | WEER LSRR T 0 ~ @b L
TWFTFTHD, Linl, WFROELFOLI REMIR AR, TOZ DI
DIBEERIITEIC LD 2kr DRBRFOTH TR, ZRIELT2HTFIZ 1 A0 ETE
IELTWD dkr OBFOTHTHALEZ LND, T, WHEERBLERARENIEND
MO RTHD Z EMNREND, TORBEMRIEORE L, R0 sERORE—K
FTEAHEGEHETMTTE)X (0.5~0.6x10% emu/mol) 10 X ¥ K& | #E—KIT Mott #i&k
B-(BEDT-TTF)X(X=ICl2,AuCls) ! LiZ&AFRILRETH D,

4.3.4 RIERHAT bV OBRBEKEME

BEDT-ATD):PF«(THF)® b i (&) FHEIFEE S TEERETRE AN
k& BIE L7, Kramers-Kronig B L THON D AFEHEX S A% [E 8 (ZFT,
RENTRZC N TEREENOEEE ENLTRY, £BHETHE—HLTWD, £
FZERTFME O dip R, BEZ T DI ONTHESEMNYT S5, Z4Ud vibronie
FT— FThbdEELBLND, vibronic ©— Fid electron-molecular-vibration coupling #
MICE VBB END, 2 Zo#ERIFT T EAOBRSTEULER, FLTEHEOR~E
PRI, ¥ IOERIIENE IO FRTEED v N LTREIbAEC S, ¢
2 D478 anti-phase TIREIT 5 &, ZEE L R HFORLERESIRICKRIT S
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AsF, (THF) P i R Vi N
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e
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1.0x10° BF, (THF) (T,,=200K) -
_» e -8 e
P.JJth}&::,*;* \/&V,A‘,*»«/\/'ffxw’a\;/
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conductivity / Scm
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8. (BEDT-ATD) PF (THF) DinEERA~2 h (//b)
DiREEKFE
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dipole £ — A > M HREL B HFHREME TEL > TV HIBA. 2 20 anti-phase 72 dipole
F—RA Y MIEWIZH B LE > T vibronie &— FIZRFEREMEL D, $TROHLIDAY
FIiZFOTHIcdT 558251250 T, HEBICEIWMERLOHL I LEFLTY
COAHMOBRE, BREFEASbBEFATHE NG, DRAMHEEN TE Y ZMEF
75 P2y/a 725 Pa KWELLTWE LD L BhbN5, £HIZLD vibronic £ — FARIER &
\2#2%, vibronic E— FOMERMIFRETH X b D0 FOMLE &L EBRE OTHIZKT
+75, D% Y vibronic T— FAKEL 2B L WH ZEE, HREDHEABRKENEWVD T
& &F LT3, vibronic T— FOEEN A FRBRIROFEEAIZSH D & vibronic T— F
ITF$ET dip & LTERbRS, ZoOmiTsAlE2E—KRLETHLOT, Z0OK
FOFARIT 4kr OZ{ES LV, HOMO 23> K28 3/4-filled 22D T, 4kr DEALO AR = =
v MIb T, BEFEELLRVTHMEMOES D Fermi LI E v v TR, LL
A8 L OBMEREOR R Fermi VALV OREFEEIBBETH DI DO T 50K ETE
LT &R, %45 Z0BTFEES 50K UL TENER 22V range order 2O THS I,
INEREOERT TSI > TRl STz, 7272 L vibronic E— FAERD
LT TILBRbATWALEMbLH Y., SAMICERIENCHEROAE» RO bRI-&
B R EESRELVEVEENST TIRAELNRD, L LIBEBEECEVLDIFE
vibronic €— FORONIBENBENZ END, IHIIHEBORBHZEH THL LEX
bbb,

4.3.5 Raman A~<7 p)b

& 9 itk BEDT-ATD & #hFhD{tA4® Raman A7 FL&RT, 1450
~1500 em! DFEBICBVWTOLPHUERT L OBVBR LI, 20 1464 & 1484 cm! D 2
SO — 7 BEHOBVIZEBRTH D LHRAISN S, BEDT-ATD O3 2 : 1 EHLMES
NTELT., 1+2 2+OEELEBRLAE—202 7 LB RERBELIZ LIITERY,
PFsDHF)D A7 ARG EOMO L OIZERERRN TV S DRBEEOERIZLLSY
DEEZLND, BEAT(LEIERMAS Raman A7 MFRELLEZABERIT2TE
HUcaEan, 123 10ICFRTIHUERETIZLEALEEEZRERVLD, 11
SIEE 11 ISFET LS IO —2 BRATL 20D THD, ELIOELDENE M
-THEBOF ER L OEBEE L OBBIEIREE o0, Tbh, (RIETHRIEEZIED
4 BF4(THF)} & UF PR(DO)IRTE ORILERERVAAY — 0 Th T, E— 27 TREN
FTHROTLTr—FARTET, EROLIEATEORENELAEEDSTWRNIE
EFRLTWA, —HHRERLIEZTEEMO PF«(DHF) & | HHEH % £ Z 721> PFg(THF)
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intensity / arb. unit

PF, (THF)

AsF, (THF)

PF, (DHF)

BF, (THF)

BEDT-ATD
1476 | 1497
| . | ! | . . |
1200 1300 1400 1500 1600

Raman shift / cm'

9. AR DRaman A7 kL
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intensity / arb. unit

1200 1300 1400 1500 1600

Raman shift / cm'

10. (BEDT-ATD) PF, (DO) ®Raman A7 kLR EE KM
(BF, (THF) & FIERDOFER &7~ )

97



intensity / arb. unit

1200 1300 1400 1500 1600

Raman shift / cm '

B411. (BEDT-ATD) PF,(THF) ®Raman2-~X% /L DR EE (K FFHE
(AsF, (THF) 3 X OPF, (DHF) b Rk O E{L &= T)
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& AsF(THRRE 11 IR T LS AL AT (AR b, 1464 ecm ! O —27 132 DIC
SHNTE, 1484 em’ D E— 2 11 L O BEIKOD 1493 em T8 LU v 7 B8R, 72
PLEROY =7 ORERD EEAOMTMESBFNTEY | SO — 2 B8EHR > T
MGG, THRLPLERIETRAONDS 4 KO — 7 XERNLT TIZHFEEL TV ZLO
DT R sl E 22 TER 2 RCR LW T T, BEOHE IO T ¥
— Ao TV b D EMBAEND, NOLOY Y MIBES & I3IOEMIcL0ED
TWBEEZLNDR, BRIZOWTRELSHBFPTHS,

4.3.6 KR ToESEEE

LTl X A ERE O LR F S E L TV AN EHE D DDA T
OXBRETREZIT o1, TTA A=V T 7L — FTH*2 OEETOREEIE L2,
FO{LAEHH# 00K £ T THFOBEER N7, aliil X c AL THE
BRICERIIR N odc, BEBEFRELTHEI IV E WD R, SBYEEONE
FMRLE-HLTWVWD, ZE»SH 90K FTOREESEZ TRIE LM T EHOENAFNLOD
xR 12 iord, £HEREH K THIT LI-ZnFnofbah o rEREk 3-2
WoRT, WTEhOtEM L E{Ll— B THEIER L OMRBITR Ry, ZHISFREB AKX
EREELLEHLEV I EEFBERL TS, RiCHRA (0.6K/min) 24 (6-8K/min)
O 2 FEOEE THEIL, £ 90K CRAFME 2 fIE Lz, FE(Mh01)D h=2n+1 OHgA| %
WA E ZAVTROBERETY a ShAMOBERSHIEIED > TV Rdot, —7, 18
$(OK0)DER & 41 90K TOIME DL Hid b Mo 5 AFHOMIAERII & i,
ZORRE%E 1310571, BF(THF)E & PFo(DHR)E TOREIT, F500k0) O K H L
IV B OO S M 3a(Fo)ll LT L T 5, ZOHFHEOBRORMMEN /DX &
WO ZEiE M EEBLUT COMELRLLETH/NSINIEERLTWD, BLEDZ &nb
N BEO{EEHIT T ORE TORODIEBRI DA BN T, LMEE P2i/a 15 P2/a Ei:
iTPa 2o TWABLEWRSITOND, Z 2 TEMES P2 THHETH L BEDT-ATD
OEN D disorder %% Z 2T IE W TF 2RO T, ERiEL Pa Tho & LTHERF
Wiz, BF«(THF)E & PFe(DHF)H T2 B 5 232 (0k0) O VB BINETIE N TV B Dkt L,
PFa(DOM, PFs(THF)H 3 & T8 AsFo(THR CrROKO)OERN OB R iy, 2
DBWVIEBERTERSONERELFTZORETO MI EBOIEL R - LT,
FNFNLOEMOSLICHF LVWERT —F B L UOEET — 7 I RICRT, =29
87K ¥ TP L7 PFs(DHFME D 2 14 1273, 2L Pa TR {EiX 0.056 T
&5, BEDT-ATD » FOEEIIERO L & LT E AL EELBR, KERFEWT, ZD%E
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- 75K P2 /a, R=7.0%
= dx 10 & %
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85K P2 /a R=7. 5%

rirars

i l )

T

T

(BEDT-ATD) ,PF, (Do) , Tm=1oox

[ 297K P2,/a, R=9.5%

76K Pa, R=9.4% ( P2/a, R=10.6% )
86K P2 /a R=8. 8%

ol

is

(BEDT—ATD) PF, (DHF), T,,=150K
U1 296K P2 /a R=7. 7%
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T
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(BEDT-ATD),PF(DHF) D fi A 15

(slow cooling, 87K)

114,
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BB THAERR OB 2 < 225 T & Tl B, Z DT TR LIZT disorder LTV 2 DHF
HISEEAN order A Z &I D, EBICI M ordering IZ LY. WA FERILZATH
Ve - TV /- BEDT-ATD 437 b 9% & 72 5, DHF ORI % & Y BHEMICHEND D D
EMTEHERESBLE R BEROMELRITL TVD,

200K iz MIIER 2 8 >(BEDT-ATD)BF4«(THF) O # &+ T, =ik TiZ BFs & THF
i & i disorder LT3, FLT 90K Tid bk EEEkIZ order +5 2 L1275, DED D
DIEE O MI EERITEHRSF &R T =4 @ ordering & & 72> TS,

YEORRIL, RE A7 ML ORIE THRAMEEIC vibronic €— FAR LN Z
LE—¥T5, ZOFROEIRO Phase i3 3/4-filled DB FTHD, #E->T I OHEE
ZAkIE Akp(=n2b)ORFEAICH T B, I ORREFEHTBIEE OB — Rtk B O %
FE—FLTWA, fflxid Hubbard €7 L DS, {z#/3 FiZ upper Hubbard 8 LT
lower Hubbard /3> FIZH&HT 3, Hx OFRDOEE, 3/M4-filled (5E/ 2 R 2ky=n/2b O
1/2-filled #2 upper Hubbard /3> F~tEb 5, ZOWMETLOTD kr=n/b 12732 F¥ ¥
v IR, Lo T I OMEEBIE Peierls-Hubbard # A4 7 ThoH e HEZLLND,
vibronic E— RITHFREOHIIC L D2 REIMRBTERIDL & THMETH D -HILER
POETTICHLNIZEBEZ DI EHNTED,

4.3.7 KB COBBEEL DL

EROWBETRT =AY BEDBELBEENTFOEIBETELRRD, &
. BF4H & FLIS 0 PRe#E & U AsFeORE L & thi L T RIZHBE . REZED
22 DS FRAAEEROHFRTNS L ZAD t & t, FMO S-S FTHERI R b5,
te T OB FRIEBEC DV TRISERS & | LS H TREIRT 4.05~4.12A 2 O2ER
TIE# 4.0A IDE L 2D, FAUCK L, BRETIZEIRT4.24A, KR TH 423A L1FL A
FELTOARY, X510t FMORFREHMOEEE HIZHEET, tholbd®mTHE
2 Tt & tpe &R S5 FEREASFRES O ELLMBICEE R KR TIRIERI U (thi=te
~3.6A) fedirxt L. BRI Tit 3.48A & 3.80A 1T/ LT LED, ZiURALMR &
ETHY., ZOEIOPERENCEINIERLE L THD,

WICEEE S F OBV OEBIZ SN TR, EHOBWVIC L 2 REITEATEH
AFORAY OBEFRERICBEbR TS, ZhiCE LT BF(THF)EE PR(THF) 3 LT
AsFo(THF)E L [ Usiha R4, ETREOBERT &K LTV BEDT-ATD DOIEEFRF
OE TR CH# T 3 £ . THF #T1 3.16~3.194 (EiR) 5 3.08~3.15A (IKiR)
LEI 2D, T OEEREIEE T TIC van der Waals 3O (3.34) L@y, hic
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%t L DHF #Tit, TIET 3.33A # o7 S0 FFREHEES 3.19A ~L B 2o T3,
& 5iC DO M TIHBRA LI e, iR T347A o7 S0 FF MR 3.10A % TH<
HoTnA, ZORFHEMOBNIRTTRRS;—F —- P24 —F—IZ L DBEEST
OFNMNEFRLTWD EBbh5,

SLIBESFORYDERMICOVWTHLLERT I, RS TR E
& FTmmnEd->Tvyd BEDT-ATD o S-S JRF R T 2.

PFs(THF) PFs(DO) PFs(DHF)
3.90A (Z&iR) >3.80A (ZiE) >3.74A (ZiB)
3.83A ({£iR) >3.73A ({EiR) >3.66A ({EiR)

L EBBAEBROREDIELBS —HLTWD, bbAAZORETHERILE van der
Waals B 0OF (3.6A) LVEL., EEMOBICHERERE L TV D LITEZX TV,
L LESLIIFELEZERTOFNRFRNO2=y M EADERKIZER LTHH TR TN
MIEGEREEOMEE L REFC—HLTWA Z LB, 3, Z0a=y M A OERRRRE
EEOEBEOBENE W IOIEFEHEHAODRICL Y, BRETERESHATTRHIRY v 27 LT
V% BEDT-ATD 4 FOBEOELR D OXE JIEBE 5 X THRIFET D &\ D FIREMED
»Hb,

4.3.8 BEFITOIALT—F—
ERTHOWTROBESF LI AL —F =R, $2bb, M 15D LEOK
WRT IS, ENmEOBRRSFEL Y 3 VREEFOES THR2EEXLLND N
BEOHBELMELAEW, D AR > THL VAL —F - LBEDOHFEILIFEND D
OO L LERIIRbbh RV, ZHE Pa © BF(THREOIKE TORREEDHES.
D BT 2o HOBIEOMBIZE—ZIIRONDIHLODEFNUNDRERFIIR S
HHZENBTES, TOBEFRFCEAEEZRSTH R L, XoTKREDE
WA FIIERBIC - T, HEFMICorder LTWA LD EEX NS, —F DHF B &
VDO HEREAIT IR EHETERZ2Y | RRTHN L2 2OBKAS T OFESERTE
A, @15 OFORICRT LI 2-BIU A MIORFBELIBERRF2EF LI RRM &
DHFRDEBICL - TFEND, FELINOOEIEIE L SEFEEZIRD & REIHE
BLTLED, RO EDITE, EEINTWARVWRERFVIEFITEVIEBIZSH D
B, FEAOBE TEEVCTOHMOMBIZESI ETDHIE, TLTHL U EDIL,
BT O ordering BT T E > TWTBEORMENR L LH—HIRV 8D TND &
WHZED2ODHEANELLND, TOROBERTII—HORRROZE RV, EE
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FEROBEES TR EMMRBROTHF S FDO P A A —F —

C/C'——: \C
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. v DODIBZE & HIZ
e ! C'HCLOD T %
) F—H— LT

W3

{KIEDODHF# L UDOSYF DYV AA—F —

15, BEESFDOY A —F—
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LREMICE A EZACEAEL TRV TR/INBREIT 12,

4.3.9 M -1##8® driving force (Z2W\WT

ThbOEHO M- TERIT b O O AMFFEOENIZ LS 4kr DR FUT A
LB LD THD, ZOMBHEOBITEBEEL O LBEWVIRENSTTILHE-TWVD,
FLUERBEUT TEMBEEIP2/a b Pa b2 LI DLONIL, FLTIORD
ERIEEDBWVIIERTOT =4 05 TR0 E455 1 O order-disorder BB ITIEF LTV %
EEZLND,

%% Peierls-Hubbard 4 -1 77® MI #58IZ800 T2 @ order LIRS EESHRY /2
DOPPEAELORERLEDIC, B 16 1R TABLIUCB O 2 >OEEBMEESLEXLE
DEDOBHETINF-OFEFFHELE, A ITEBRORBRTORMEERT TH LN DEH
BUEETHY ., —F BRI bEFMICEFENLEBRLRE L ZLDICLES, ZOE
FATREFENEBORNMZEZE L Tazy FEAO b BEFICLTHD, BESS
Fiibr ) ERFRPOICHE L TWA 78, ElRSTHRIET 2 & BEDT-ATD*05 % PFg-
DRETRINF—IEDHLRLRD, LER-T, AL BOZRAX—ZEIFEESFED
dipole-dipole #B EARA DA THE S, b L b A Ok dipole DA% EX L O Thi
A XY BOENKEETHZ, DHF OBERSAMIL PM3 ##25R#%% HVv T HyperChem-
R5.1 705 LAV AT LCHE L, BMERT. 2,56 LORFRTL LT 3,4 (LORER
FOAEBEBMITNEN-0.278, 0.191, -0.052 TH 5, HHELAKERFOEWEHBZEL T
WARZEFRTICRELADLETHD, ¥ InH AEMMOBET ¥ —OHERf %2 Ewald
HTHE LR, 6 DHF T 1 2% 0 OB T2 AX—0FfIL A DF5-0.136 meV

(-1.6K)T. B ®#413-0.153 meV (-1.8K) Th o7/, IDOFEMHFIL Peierls-Hubbard
F A 7D MI #5812V T order-disorder SR IIBMHFHITHHZ £ 2R LTWDH, LrL
¥H50{ME S Madelung = R4 — [ HARTHEFIT/NE L. ZOMEBICEWVWT DHF 4
F @ dipole-dipole A A EA O LI EBH TE HBE L BN S,

PFo(THFJE (i8R E513 100K LLF) | PFe(DO)E (Tar~100K) £ LT PFG(DHF)
t# (Twi=150K) THET EBVREBRPOBESFETTHDE, T THESTO
disorder 23, HHERZIZ L2 bOTIIAR, HOMEIT1: 1 DL TIRFRE L TV 575%
LD LD THAIBEETRET D, BHESTHMEER THIFENIZ order T57HITITER
T disorder L TW\REEAS FOYSIIREE L2l b, Z OEIRORFRYE DR
EREEMNBIEWM L7 AF L ORFEOFIEILEHEE & LCARNA , HFDAF L
COTHET AL, THF (48) >DO (3{8) >DHF (2{@) &#REOMm LR <
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—¥¥ 5, T20b order 15 ETHLNDILEMOTANF—IIIEEEELEX TE
G A RAAF— N E WD EEEINE RN E order TEEWD LR
<& %, THF HO$EE. THF SFidsiiREOHIIRER BT LERTLHERE O
THF 7 1: 1 O T disorder LTWAREBE 20, ZOZ LHEFRFAKOEBREELE
b5, *RAYlc DHF 4F R 2 EFES 2B L THEMTEEED LTV, EOLHEET
order-disorder 888 4, Lo {22 &Ex b5,

iz, PF(THF)E. AsFo(THF)E (& LICIEBIEE T 100K LLT) & BF«(THF)
#H (TMi=200K) % B+ 5L, BORBRETORT =4 EFTHE, TMISFORZ VD
NHF A URPIRIRTT =4 @ ordering WV MIEBEZ T LITRCALN TV D,
171819 BFg {IRtERTLLASRV e 8 P2i/a OZERIBETIRANIRO L 359 disorder L7-EE
Lig3, Ll order LEFBZFAF AR THDILDIRELZ T TN LR~
iZ ordering LT Pa & 725, —F PFs= AsFsid order LIZK WA FTHDHZHIZ 100K
UTZTEHEEBNELNZWVEEZ LIRS, PR(THREICEN %A 5 & 2.5kbar LA £ THE
FTBEABESLA TG, 2 T EBROBEROEWVICL BT, THF i3 order
LIZS W3 LR S BF(THRE T order LEB% & 5 01d, Effaio7 =4
Y4 order-disorder 7 J5 A3 PHE DB ST O order-disorder £ V58 < B D OBF K
BEAE X order DEBEX SV KET DD, MEREBICL D% LELZOEEER
Lvd,

44 ER
A3 BEDT-ATD 43 FiEE 17 12774 & S IS E 2 Fr b EA MRS 7 TH 2,

L7 L. (BEDT-ATD):X(solvent)f&fh F TIXMET A B F VR - O IR FriamticE
»LD, S-S DEFREMEERNVCEFOENET DL L, $THOGEELEEETD
BRI BERES Tt s RbanE S-S EMAH D, XL I ORTHRERIVWThO
BT 4A UETHY, EROMREERZRZVLOEBbNS, S6IELOMBITE t
LLTERbaANF S-S EMRH D, Zhid 2EHHATEESIT N TV A THIOME
ERTH Y. b MFAOMS L c MAROBAES D, ~OFEFHEMT 3.62~3.69A &
Hi#% D van der Waals HE0F (3.6A) LW bt WEITTHBE, SHOLDFHEICL
BIRTHIRERIIZOMEFRAEZE R0 Th D, KiIZ a HRICSL 56T
FENDE Y A A — & — LI 4 F 877 L TV 5, (BEDT-ATD):X(THF){X = PFs, AsFs,
BFy) HicBWTHRbEV S0 OFRTMERME, £hEh 3.16, 3.19 BL U 3.17A TH
# & BeFE O van der Waals $2DF1 (3.3A) L&\, —¥. PFs(DO)H LU PFo(DHF)
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D S0 OFFRERITZAFN 347 5 X100 3.33A TN TV 5, Ri%ic, £
FENCIRBESFE LI HICHON T L0 BEDT-ATD #F5237@E L. £OmAEET
THF TRV £ b5 3.9A, DO T3 3.80A # LT DHF H TI1 3.74A Lo k538
WHARLND, JORBIMEROBETILICENTHEERELETT,

(BEDT-ATD):X(solvent) (X=PFs, AsFs, BFy ; solvent=THF, DHF, DO) i34
TENEE DLW T IRIT Y — FEED Z LN TWHEREREEE F o T, L LEE
AT b ho(o)d—RITEMEEE R L, W I 0 S PIRo M sRiE B O3
— AR THA I ENRENT, ZDFED M - 185811 Peierls-Hubbard ¥ 1 770 4kr
ELEEHIBER THDH, JOBEESHEMTHIZEEFELEY, ZTO M-18
BirioEAdmaiml, BESTRMT7 =4 @ ordering % £ 5, HHAREFEOMNITE
BTORE ALY AT} D vibronic — FRBEIRRAIOMN & 72> THAL, ZOE
WL T = A L RBEEOBENI L DN ERELTES ICHEEE~LERT LR LREED
BREORTHS, LLEORLDITHRES O COEOEV /NS < (L E 3]
FRITEEZEE EDBICEELRNoT,
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83 FEREHT 2

3-1 %8

PFs(THF) | AsFs(THF) | PFe(DO) | PFs(DHF) | BF4(THF)
A RS ED SRR ED B &R R WAL R B b R
ZeiE P21/a P2i/a P2i/a P2i/a P2i/a
alA 27.972(3) 27.990(3) | 27.879(5) | 27.866(1) 27.78(1)
b/A 7.934(2) 7.946(2) 7.954(6) 7.926(1) 7.826(1)
c/A 13.366(1) 13.357(1) | 13.337(2) | 13.3035(6) 13.346(3)
B/e 102.931(8) | 103.415(9) | 103.61(1) | 103.590(4) 101.99(2)
V /A3 2891 2890 2874 2856 2838
Z 2 2 2 2 2
R 0.078 0.062 0.095 0.077 0.105

3-2 KR
PF&(THF) | AsFo(THF) | PFs(DO) | PFs¢(DHF) | BFs(THF)
100K 75K 86K 87K 90K

% B R B R Hf R HRR R BB
ol P2i/a P2i/a P2i/a Pa Pa
alA 27.665(2) 27.712(2) | 27.627(4) | 27.640(2) 27.67(1)
b/A 7.781(2) 7.787(2) 7.686(2) 7.834(2) 7.601(1)
c/A 13.3065(7) | 13.3297(9) | 13.304(2) | 13.265(1) 13.342(3)
B/° 103.709(5) | 103.888(6) | 103.89(1) | 104.225(7) 102.05(3)
V /A3 2783 2793 2742 2784 9744
Z 2 2 2 2 2
R 0.075 0.070 0.088 0.056 0.080
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LOEEEET L, MDD OREENR I

#5987 51T, FF—5T BDNT & &% S RMHET =42 L OMBEDEE
B HEERL LTHETAHELRN T H00, EFEAEDT =AY E 11 EL
12 OBAES - EBHEND B, TREFNOT =4 T SEREOEWICLY
MR O R BEEAE LD LR TH S, ROHEERITIC LV IR ICRERORER S
B 5L, SbF T BDNTHE U F A — AR E + 7 M F7 97 /= VBROMOndifenitlin
ThRUNTHEEII 25 D EREEID bR, TOSFEEOEE DL FA L REBOLE
bicE5 L, —EBR_BEFEBICOER: 2TV A EMRTES, ELRALYVAFAT
& BDNT - (C10,), - CH,Cl, THEA 21 2T L Tun B = & o b L SR OGHUE A<
575 A RS ~ERMIIRETH L EITEAR, DLAT/ AFFUHFLUDT
FUENE LI RECBBEINIZ b, ZoOMEOREES SIFEEDRV
A, ~hE CHEEShTWLWRT =2 B oMAEbEohicE, b LT
BLANETSABOBEOEET T I F AL OETHLH RN K- T D,

% 3B TIEEES T & LS FOBMBEEDOSRER., GRENTIE
(BDNT)[M(mnt);] (M=Ni, Pd, Pt, Au) IO bIEFIc Lo m8kam L, ME—HBE
& 72 (BDNT)[Au(mnt)g); DEFERIZE WV TEED T A& K L TV 5 OiE[Au(mnt),] D
5 THY . BDNT BT HF A4 BEHMHREEER-> T\, TOMOE TIIRIARST
&Y BDNTRE/ AFALThEIENREN, IO nEttombkicds LT
WA EREZLND, LALBESHELYRALNCTAZ ERTERR2TLD, TOIR
MR R F—3F 7 =d oD TFOVTRICHETA0ONEMD I ERTE LT,
¥ - R ORE L 0 . (BDNT),[Ni(mnt),]io 33 Tik BDNT & [Ni{mnt),IZ £ £l L
F= 2 L BIETE L. [Ni(mnt),]0 A B2 AMER THREMEREER 25 2 L 3N H b,

F7-. BDNT & [Ni(dmit),] & OFIC HLERBMEOTE D Z L AEID LN,
SOOI EER =T I 2T — R BEbE D I L TELITHT BRI
AR ESNATEERER LTV, 2%, FFEST & FES T OROEEERBER
BESEE L VO REOEN A I EAE/FEND,

4 ¥ CIIBEDT-ATD % AV TIRIR TORIR - HE GRS ORI ORI 25
A, BLERS X HEHORERRLY . ZOFROM - [ 5B Peierls-Hubbard 7 1 7
D dky DT HEEI BB TH LI EBALNE ko7, THaDb, IKIR T BEDT-ATD 4
FiT HRAMHAER T ZE{E L, BT T =4 ® ordering 2T, HEAX
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FrOMAITER TORE A~ hLIZERIT D vibronic £ — FROMHEAI O L - THA
Tre THLOLEWMITT =4 REEOBVIC L DN ERELTE R ICHEZE~LEBT
HEREMBIEOEREDORTHS, L LERLZ3ISRITHEORR#EE LD S
KRELRPS T,

o, ZOFRETKRITY— FEED ZEBRTRERRBRSETH L. RARKR
R AL YERNHGEEE RS b o(w)d VS — R ITIENR ST, WBHE L
FEOFRERENL LAY FIROBEVRIREOE - RITHERTHD 2 LR ENT,

116




fF &
BEDT-ATD DR FENT — ¥

117






f132 1-1 Crystal data and experimental details.

& (BEDT-ATD),-PF.-(THF) at 297K
Formula Cs:H3ONGS 4 PF,
Crystal system Monoclinic

Space group P2,/a )

a 27.972(3)°A

b 7.934(2) A

c 13.366(1) A

B 102.931(8) °

v 2891.1 A3

Z 2

Radiation MoKa (2=0.71070A)
20max 514°

No. of Observations(I>3c(1)) 2612

No. of Variables 377

R, R, 0.078, 0.103
Goodness of Fit Indicator 2.13

Max. and Min. peak in Final Diff. Map

0.54 e/A3, -0.49 /A%
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132 1-2 Positional parameters and B(eq) for (BEDT-ATD),-PF,-(THF) at 297K

atom

S(1)
S(2)
S(3)
S(4)
S(5)
S(6)
S(7)
S(8)
S(9)
P(1)
F(1)
F(2)
F(3)
0(1)
N(1)
N(2)
C(L)
C@)
C@®)
CM)
C(5)
C(6)
C(7)
C(8)
C(9)
C(10)
C(11)
C(12)
C(13)
C(14)
C(15)
C(16)

X

0.1145(1)
0.2429(1)

- 0.3316(1)

0.2749(1)
0.3839(1)
0.0941(1)
0.1791(1)
0.0214(1)
0.1240(1)
0.0000

0.0171(5)
0.0559(3)

-0.0046(4)

0.0473(8)
0.1711(3)
0.1196(3)
0.1973(4)
0.2485(4)
0.2723(3)
0.2708(3)
0.3226(4)
0.3442(4)
0.3970(4)
0.4169(5)
0.3863(4)
0.3381(5)
0.3157(4)
0.2638(4)
0.2415(4)
0.1876(4)
0.1585(4)
0.1667(4)

0.1593(5)
0.3221(4)
0.4066(4)
0.4710(6)
0.5698(5)
0.3605(5)
0.4278(4)
0.5125(5)
0.5890(5)
0.0000
0.190(2)

-0.055(2)
-0.006(2)
-0.035(3)

0.183(1)
0.200(1)
0.226(1)
0.265(1)
0.324(2)
0.253(1)
0.224(1)
0.199(2)
0.174(2)
0.144(2)
0.139(2)
0.168(2)
0.202(2)
0.231(2)
0.258(1)
0.282(1)
0.342(1)
0.234(1)

120

0.2709(2)
0.1801(2)
0.3338(2)
0.0051(2)
0.1907(2)
0.5553(2)
0.7225(2)
0.6557(2)
0.8607(2)
0.0000
0.015(1)
0.0331(8)
0.1141(7)
0.597(2)
0.2650(6)
0.3928(6)
0.3593(7)
0.3861(8)
0.3106(7)
0.4956(7)
0.5302(8)
0.6363(8)
0.6670(8)
0.771(1)
0.8448(9)
0.8148(9)
0.7086(8)
0.6744(8)
0.5713(8)
0.5393(7)
0.6977(7)
0.4330(8)

B(eq)

4.77(9)
3.70(7)
3.48(7)
5.5(1)
4.46(9)
3.66(7)
3.49(7)
4.74(9)
4.34(8)
5.5(2)
13.8(5)
10.1(4)
11.7(4)
7.9(7)
4.3(3)
3.6(2)
2.9(3)
2.9(3)
2.9(3)
2.7(3)
3.4(3)
3.5(3)
4.0(3)
6.4(4)
5.7(4)
4.8(3)
3.3(3)
3.2(3)
3.1(3)
3.0(3)
2.7(2)
3.2(3)



{132 1-2 Positional parameters and B(eq) for BEDT-ATD),-PF-(THF) at 297K (&)

Camn  0.2893(4) 0.432(2) 0.1356(9) 3.9(3)
C(18)  0.3301(4) 0.473(2) 0.2083(8) 3.8(3)
C(19)  0.3361(4) 0.515(2) -0.0153(9) 5.2(4)
C(20)  0.3645(5) 0.646(2) 0.0580(9) 5.3(4)
C(21)  0.0842(4) 0.467(2) 0.6604(8) 3.5(3)
C(22)  0.1240(4) 0.498(2) 0.7390(8) 3.2(3)
C(23)  0.0288(5) 0.655(2) 0.761(1) 5.8(4)
C(24)  0.0617(5) 0.589(2) 0.857(1) 6.3(4)
C(@25) -0.0046(5) 0.010(3) 0.590(1) 7.6(5)
C(26)  0.0380(7)  -0.082(2) 0.499(1) 7.7(6)
H(1) 0.3427 0.2214 0.4816 4.0384
H(2) 0.4174 0.1792 0.6193 4.8562
H(3) 0.4512 0.1241 0.7939 7.5472
H(4) 0.4007 0.1188 0.9154 7.1221
H(5) 0.3182 0.1664 0.8640 5.7634
H(6) 0.2440 0.2315 0.7239 3.7781
H(7) 0.3541 0.4118 -0.0078 6.0628
H(8) 0.3326 0.5544 -0.0841 6.0628
H(9) 0.3444 0.7408 0.0570 6.2398
H(10)  0.3931 0.6745 0.0343 6.2398
H(1)  0.0419 0.7556 0.7418 7.0916
H(12) -0.0028 0.6743 0.7738 7.0916
H(13) 0.0520 0.4772 0.8677 7.3675
H(14) 0.0564 0.6586 0.9122 7.3675
H(15) -0.0208 -0.0932 0.6037 8.0658
H(16) -0.0043 0.0834 0.6482 8.0658
H(17)  0.0705 -0.0915 0.4814 9.2181
H(18)  0.0278 -0.2030 0.4997 9.2181
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{182 1-3 Crystal data and experimental details.

ke (BEDT-ATD),-AsFg-(THF) at 297K
Formula CyoH3ON,S zAsFg
Crystal system Monoclinic

Space group P2,/a )

a 27.990(3) A

b 7.946(2) A

c 13.357(1) A

B 103.415(9) °

v 2889.8 A

Z 2

Radiation MoKa (A=0.71070A)
20max 51.3°

No. of Observations(I>3s(1)) 2573

No. of Variables 377

R, R, 0.062, 0.073
Goodness of Fit Indicator 1.73

Max. and Min. peak in Final Diff. Map 0.44 /A3, -0.45 e/A3
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#tiC 1-4 Positional parameters and B(eq) for (BEDT-ATD),-AsF-(THF) at 297K

atom

As(1)
S
S(2)
S5(3)
S(4)
S(5)
5(6)
5(7)
5(8)
S(9)
F(1)
F@2)
F@3)
0(1)
N()
N(2)
C(1)
C(2)
C(3)
CY
C(5)
C(6)
C(7}
C(8)
CHO
CQ10)
CQ1
C(12)
C(13)
C(14)
C(15)
C(16)

X

0.0000
0.11417(9)
0.24252(8)
0.33116(8)
0.27391(10)
0.38258(9)
0.09503(8)
0.18025(8)
0.02268(9)
0.12559(9)

-0.0051(3)

0.0596(2)
0.0180(3)
0.0445(6)
0.1717(3)
0.1204(3)
0.1972(3)
0.2483(3)
0.2714(3)
0.2720(3)
0.3214(3)
0.3447(3)
0.3961(3)
0.4162(4)
0.3861(4)
0.3384(3)
0.3155(3)
0.2658(3)
0.2420(3)
0.1885(3)
0.1588(3)
0.1679(3)

0.0000
0.1536(4)
0.3176(3)
0.4030(3)
0.4650(4)
0.5670(4)
0.3559(3)
0.4231(3)
0.5104(4)
0.5848(4)

-0.011(1)
-0.059(1)

0.202(1)

-0.03%2)

0.179(1)

©0.196(1)

0.222(1)
0.262(1)
0.319(1)
0.248(1)
0.220(1)
0.195(1)
0.167(1)
0.134(2)
0.130(2)
0.161(1)
0.197(1)
0.224(1)
0.253(1)
0.277(1)
0.340(1)
0.230(1)
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0.0000
0.2705(2)
0.1795(2)
0.3338(2)
0.0037(2)
0.1913(2)
0.5545(2)
0.7221(2)
0.6542(2)
0.8597(2)
0.1220(5)
0.0366(6)
0.0157(9)
0.600(2)
0.2643(5)
0.3927(5)
0.3580(6)
0.3854(6)
0.3101(6)
0.4969(6)
0.5306(7)
0.6355(7)
0.6694(8)
0.7739(8)
0.8435(7)
0.8135(7)
0.7086(7)
0.6730(6)
0.5713(7)
0.5373(6)
0.5988(6)
0.4329(6)

Bleq)

5.37(5)
5.11(7)
3.92(6)
3.82(6)
5.61(8)
4.64(T)
3.87(6)
3.79(6)
4.88(7)
4.61(T)
11.0(3)
10.4(3)
14.0(4)
7.9(6)
4.3(2)
4.4(2)
3.4(2)
2.9(2)
3.0(2)
3.1(2)
3.8(2)
3.7(2)
4.8(3)
5.9(3)
6.2(3)
4.8(3)
3.8(2)
3.4(2)
3.3(2)
3.2(2)
3.1(2)
3.2(2)



1T

%3 1-4 Positional parameters and B(eq) for (BEDT-ATD),-AsF-(THF) at 297K (i &)

CQ17)
C(18)
C(19)
C(20)
C21)
C22)
C(23)
C(24)
C(25)
C(26)
H(Q)
H(2)
H(3)
H(4)
H(5)
H(6)
H(7)
H(8)
H{®)
H(10)
H(11)
H(12)
H(13)
H(14)
H(15)
H(16)
H(17)
H(18)

0.2881(3)

0.3289(3)
0.3342(4)
0.3614(4)
0.0849(3)
0.1237(3)
0.0289(4)
0.0609(4)

-0.0031(5)

0.0356(5)
0.3412
0.4168
0.4503
0.3991
0.3183
0.2457
0.3520
0.3308
0.3400
0.3889
0.0421

-0.0023

0.0523
0.0570

-0.0200
-0.0016

0.0679
0.0252

0.429(1)
0.468(1)
0.508(1)
0.639(1)
0.465(1)
0.494(1)
0.649(2)
0.583(2)
0.011(2)

-0.085(2)

0.2167
0.1708
0.1154
0.1050
0.1569
(.2224
0.4074
0.5485
0.7322
0.6735
0.7530
0.6665
0.4725
0.6526

-0.0875

0.0885

-0.0901
-0.2041
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0.1366(7)
0.2079(7)

-0.0137(8)

0.0595(8)
0.6616(7)
0.7393(7)
0.7635(8)
0.8583(8)
0.589(1)
0.501(1)
0.4802
0.6208
0.7976
0.9151
0.8637
0.7235

-0.0033
-0.0812

0.0607
0.0361
0.7459
0.7757
0.8667
0.9127
0.6027
0.6450
0.4843
0.4997

3.8(2)
3.8(2)
5.4(3)
5.8(3)
3.6(2)
3.6(2)
5.7(3)
6.5(3)
7.7(4)
8.5(5)
4.5680
5.8740
7.2721
7.5042
5.9890
4.0879
6.5107
6.5107
6.9656
6.9656
6.7490
6.7490
7.7057
7.7057
8.9810
8.9810
10.0896
10.0896



f+52 1-5 Crystal data and experimental details.

et

(BEDT-ATD),-PF;-(DO) at 296K

Formula
Crystal system
Space group

N<emo o

Radiation

20max

No. of Observations(I>3a(I))

No. of Variables

R R,

Goodness of Fit Indicator

Max. and Min. peak in Final Diff. Map

Cs:H3,0,N,S s PF;
Monoclinic

P2,/a

27.879(5) A
7.954(6) A

13.337(2) A
103.61(1) °

2874.4 A3

2

MoKa (A=0.71070A)
51.2°

2030

377

0.095,0.118

2.34

0.69 e/A%, -0.53 e'/A3
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{32 1-6 Positional parameters and B(eq) for (BEDT-ATD),-PF-(DO) at 296K

atom X Y Z Bieq)
5(1) 0.3851(2) 0.1589(8) 0.2321(4) 5.8(1)
S(2) 0.4058(2) 0.3591(6) -0.0522(3) 4.6(1)
S(3) 0.3206(2) 0.4295(6) -0.2201(3) 4.6(1)
S5(4) 0.4789(2) 0.5156(7) -0.1494(4) 5.8(1)
S(5) 0.3758(2) 0.5935(6) -0.3567(4) 5.3(1)
S(6) 0.2565(2) 0.3252(6) 0.3198(3) 4.7(1)
S5(7) 0.1679(2) 0.4089(6) 0.1639(3) 4.4(1)
5(8) 0.2242(2) 0.4744(8) 0.4949(4) 6.6(2)
S(9) 0.1153(2) 0.5733(7) 0.3063(4) 5.6(1)
P(1) 0.0000 (.5000 0.5000 6.9(3)
F(1) -0.0154(6) 0.313(2) 0.486(1) 13.3(6)
F(2) -0.0055(5) 0.489(3) 0.613(1) 13.8(7)
F(3) 0.0555(5) 0.445(2) 0.531(1) 10.9(5)
o) 0.036(1) 0.469(4) 0.080(3) 8(1)
N(1) 0.3811(h) 0.196(2) 0.108(1) 5.3(4)
N{(2) 0.3287(5) 0.184(2) 0.2388(10) 5.0{(4)
C(1) 0.3306(6) 0.231(2) 0.071(1) 4.3(5)
C(2) 0.3118(6) 0.281(2) -0.041(1) 4.0(4)
C(3) 0.3414(5) 0.342(2) -0.097(1) 3.4(4)
C(4) 0.2581(6) 0.256(2) -0.073(1) 4.1(4)
C(5) 0.2353(6) 0.232(2) -0.175(1) 4.0(5) -
C(6) 0.1835(7) 0.203(2) -0.209(1) 4.9(5)
C(7) 0.1613(7) 0.167(3) -0.312(1) 5.8(6)
C®) 0.1148(8) 0.142(3) -0.346(2) 7.9(8)
CH) 0.0846(7) 0.141(3) -0.277(1) 7.1(6)
C(10) 0.1021(6) 0.167(3) -0.173(1) 5.4(5)
C(11) 0.1565(6) 0.200(2) -0.139(1) 4.3(5)
C(12) 0.1794(7) 0.226(2) -0.031(1) 4.4(5)
C(13) (1,2295(6) 0.253(2) 0.004(1) 3.8(4)
C(14) 0.2518(6) 0.268(2) 0.115(1) 4.0(4)
C(15) 0.2263(6) 0.324(2) 0.189(1) 3.8(4)
C(16) 0.3028(6) 0.224(2) 0.144(1) 3.4(4)



432 1-6 Positional parameters and B(eq) for (BEDT-ATD),-PF¢-(DO) at 296K (%2 &)

C(17)  0.4179(7) 0.471(2) -0.155(1) 5.1(5)
C(18)  0.3765(6) 0.500(2) -0.239(1) 3.9(4)
C(19)  0.4737(8) 0.662(3) -0.258(2) 7.9(7)
C(20)  0.4410Q10)  0.587(4) -0.354(2) 9.3(9)
Cc@1  0.2120(7) 0.438(2) 0.359(1) 5.1(5)
C(22)  0.1693(7) 0.479(2) 0.291(1) 4.8(5)
C(23)  0.1659(7) 0.516(3) 0.513(1) 6.2(6)
C(24)  0.1373(9) 0.639(3) 0.439(1) 7.5(7)
C(25  0.029(2) 0.426(5) -0.012(4) 5(1)
C(26)  0.000(2) 0.491(6) 0.081(3) (1)
H(1)  0.2550 0.2329 -0.2247 4.7551
H(2) 0.1821 0.1588 -0.3593 6.9996
H(3) 0.1024 0.1246 -0.4179 9.7414
H(4) 0.0507 0.1221 -0.3046 8.5456
H(5) 0.0812 0.1639 -0.1268 6.2762
H(6) 0.1595 0.2218 0.0172 5.2579
H(7) 0.5058 0.6822 -0.2701 9.4303
H(8) 0.4605 0.7667 -0.2419 9.4303
H(9) 0.4447 0.6505 -0.4136 10.9148
H(10)  0.4494 0.4748 -0.3616 10.9148
H(1l)  0.1691 0.5606 0.5805 7.2719
H(12)  0.1476 0.4147 0.5063 7.2719
H(13) 0.1089 0.6707 0.4633 8.9885
H(14) 0.1574 0.7353 0.4388 8.9885
H(15)  0.0618 0.4173 -0.0273 5.5664
H(16)  0.0170 0.3063 -0.0198 5.5664
H(17) -0.0193 0.3974 0.0936 6.4558
H(18)  0.0019 0.5630 0.1479 6.4558



{52 1-7 Crystal data and experimental details.

Le¥

(BEDT-ATD),-PF-(DHF) at 297K

Formula
Crystal system
Space group

Nagwm o o

Radiation

20max

No. of Observations(I>3o(I))

No. of Variables

R, R,

Goodness of Fit Indicator

Max. and Min. peak in Final Diff. Map

Ce:H;3sON,S,,PF,
Monoclinic

P2,/a .
27.866(1) A
7.926() A
13.3035(6) A
103.590(4) °

2856.0 A3

2 }
MoKa (A=0.710704A)
51.3°

3439

377

0.077, 0.103

2.46

0.63 e/A%, -0.62 e/A?
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{132 1-8 Positional parameters and B(eq) for (BEDT-ATD),-PF-(DHF) at 297K

atom X y z B(eq)

5(1) 0‘38'618(8) 0.1552(4) 0.2327(2) 4.30(6)
5(2) 0.40668(7) 0.3574(3) -0.0508(1) 3.21(5)
S(3) 0.32123(7) 0.4270(3) -0.2207(1). 3.13(5)
S(4) 0.47996(8) 0.5185(4) -0.1477(2) 4.48(6)
S(5) 0.37709(8) 0.5918(3) -0.3570(2) 3.90(5)
5(6) 0.25650(7) 0.3199(3) 0.3210(1) 3.31(5)
S(7) 0,16786(7) 0.4056(3) 0.1644(1) 3.20(5)
5(8) 0.22456(9) 0.4692(4) 0.4959(2) 4.85(6)
5(9) 0.11563(8) 0.5711(3) 0.3065(2) 3.99(6)
PQ) 0.0000 0.5000 0.5000 5.05(10)
F(1) 0.0031(3) 0.505(1) 0.3829(5) 10.2(3)
F(2) 0.0557(2) 0.445(1) 0.5295(5) 8.6(2)
F(@3) 0.0163(3) 0.690(1) 0.5136(8) 10.7(3)
o) 0.0413(7) 0.452(2) 0.085(2) 8.8(6)
N(1) 0.3808(2) 0.198(1) 0.1110(5) 3.7(2)
N{2) 0.3287(2) 0.1811(10) 0.2390(5) 3.6(2)
C(1) 0.33272) 0.232(1) 0.0711(5) 2.7(2)
C(2) 0.3120(3) 0.277(1) -0.0386(5) 2.6(2)
C(3) 0.3431(3) 0.342(1) -0.0971(5) 2.6(2)
C{4) 0.2580(3) 0.258(1) -0.0706(5) 2.5(2)
Ci{5) 0.2358(3) 0.231(1) -0.1765(6) 2.9(2)
Ci6) 0.1843(3) 0.199(1) -0.2096(6) 3.0(2)
C(7 0.1627(3) 0.164(1) -0.3165(6) 4.1(2)
C(8) 0.1130(3) 0.135(2) -0.3447(7) 5.5(3)
C(9) 0.0840(3) 0.136(2) -0.2777(6) 5.5(3)
C(10) 0.1034(3) 0.164(1) -0.1700(7) 4.3(2)
C(n 0.1553(3) 0.197(1) -0.1371(6) 3.0(2)
C(12) 0.1783(3) 0.221(1) -0.0338(6) 3.1(2)
C(13) 0.2286(3) 0.251(1) 0.0032(6) 2.9(2)
C(14) 0.2515(3) 0.265(1) 0.1114(5) 2.6(2)
C(15) 0.2276(3) 0.321(1) 0.1919(6) 2.9(2)
C(16) 0.3031(3) 0.222(1) 0.1420(5) 2.8(2)
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{22 1-8 Positional parameters and B(eq) for BEDT-ATD),-PF;-(DHF) at 297K (L&)

C(17)  0.4176(33)  0.468(1) -0.1574(5) 3.1(2)
C(18)  0.3780(3)  0.499(1) -0.2346(6) 3.3(2)
C(19)  0.4741(3) 0.658(1) -0.2565(9) 5.3(3)
C(20)  0.4433(4)  0.591(2) -0.3552(7) 5.4(3)
C@1) 0.2121(3)  0.433(D) 0.3632(6) 3.4(2)
C@22)  0.17013)  0.472(1) 0.2873(6) 3.6(2)
C(23)  0.1641(3)  0.513(D) 0.5153(6) 4.4(2)
C(24)  0.1364(4)  0.644(1) 0.4391(8) 4.9(3)
C(25)  -0.0017(5) 0.534(2) 0.080(1) 6.9(3)
C(@26)  0.0449(7)  0.412(3) 0.004(1) 12.1(7)
H(l)  0.2557 0.2341 -0.2257 3.4806
H©2)  0.1822 0.1619 -0.3663 5.0124
H3)  0.0984 0.1143 -0.4154 6.5455
H@4)  0.0496 0.1163 -0.3025 6.5467
HG)  0.0827 0.1618 ..0.1218 5.2340
H®G)  0.1584 0.2166 0.0153 3.7421
H(7) 0.5062 0.6807 -0.2657 6.3972
H@S)  0.4597 0.7609 -0.2400 6.3972
H@®)  0.4482 0.6596 -0.4103 6.4247
H(10)  0.4530 0.4790 -0.3640 6.4247
H(11)  0.1673 0.5548 0.5832 5.1956
H(12)  0.1455 0.4118 0.5063 5.1956
H(13)  0.1085 0.6797 0.4620 5.8884
H(14)  0.1580 0.7375 0.4389 5.8884
H(15) -0.0168 0.4657 0.1251 8.0458
H(16) - 0.0096 0.6367 0.1198 8.0458
H(17)  0.0768 0.4460 -0.0098 13.7670
H(18)  0.0483 0.2822 0.0031 13.7670
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f152 1-9 Crystal data and experimental details.

L&Y

(BEDT-ATD),-BF ,-(THF) at 300K

Formula
Crystal system
Space group

N6 o

Radiation

u(MoKa)

20max

No. of Observations(I>3c(I))

No. of Variables

R, R,

Goodness of Fit Indicator

Max. and Min. peak in Final Diff. Map

C;.H3,0N,S,sBF,
Monoclinic

P2,/a

27.78(1) A
7.826(1) A
13.346(3) A
101.99(2) °

2838 A3

2 o
MoKa (A=0.71070A)
7.41 em™?

" 515°

2354
344

0.105, 0.120

3.04 ]
0.82 e7/A%, -1.85 /A"
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152 1-10Positional parameters and B(eq) for (BEDT-ATD),-BF,-(THF) at 300K

atom

5(1)
S(2)
S(3)
S()
S(5)
5(6)
S(7)
S(8)
S(9)
F(1)
F(2)
F(3)
F(4)
o(1)
N(D)
N(2)
C(1)
C(2)
C(@3)
C(4)
C(5)
C(6)
C(7)
C(8)
C(9)
C(10)
C(11)
C(12)
C(13)
C(14)
C(15)
C(16)

X

0.3841(2)
0.2546(2)
0.1664(2)
0.2215(2)
0.1120(2)
0.4065(2)
0.3234(2)
0.4812(2)
0.3802(2)
0.5459
0.4920
0.4702
0.4975
0.541(1)
0.3279(5)
0.3792(6)
0.3017(6)
0.2509(6)
0.2258(5)
0.2282(6)
0.1787(6)
0.1561(6)
0.1059(7)
0.0853(7)
0.1145(8)
0.1636(8)
0.1869(6)
0.2368(6)
0.2597(6)
0.3125(6)
0.3440(6)
0.3313(6)

0.1769(7)
0.3438(5)
0.4170(5)
0.4979(8)
0.5795(6)
0.3724(5)
0.4443(5)
0.5168(7)
0.5983(6)
0.0494

0.0322

0.0738

-0.1631

0.034(4)
0.204(2)
0.217(2)
0.242(2)
0.281(2)
0.339(2)
0.269(2)
0.237(2)
0.216(2)
0.193(2)
0.177(3)
0.181(3)
0.201(3)
0.227(2)
0.253(2)
0.278(2)
0.300(2)
0.358(2)
0.252(2)

132

0.2247(4)
0.3171(3)
0.1654(3)
0.4914(4)
0.3073(4)

-0.0592(3)
-0.2249(4)
-0.1605(4)
-0.3641(4)

0.5232
0.5965
0.4396
0.4813
0.100(3)
0.234(1)
0.101(1)
0.140(2)
0.115(1)
0.187(1)
0.003(1)

-0.030(1)
-0.135(1)
-0.168(1)
-0.271(2)
-0.342(2)
-0.314(2)
-0.210(1)
-0.175(1)
-0.072(1)
-0.041(1)
-0.102(1)

0.063(1)

Bleq)

5.4(1)
4.5(1)
4.3(1)
6.9(2)
5.3(1)
4.3(1)
4.2(1)
5.9(1)
5.6(1)
5.7524
5.7524
5.7524
29.1668
7(1)
4.5(4)
5.2(4)
4.0(4)
3.3(4)
3.6(4)
3.3(4)
3.9(4)
4.04)
4.8(5)
6.4(6)
7.7(7)
6.4(6)
4.0(4)
4.2(4)
3.3(4)
3.8(4)
3.7(4)
3.1(4)



{432 1-10Positional parameters and B(eq) for BEDT-ATD),-BF,-(THF) at 300K (¥t &)

CAT)  0.2081(7)  0.446(2) 0.359(1) 4.9(5)
C(18)  0.1671(7)  0.494(2) 0.291(1) 4.7(5)
C(19)  0.163(1) 0.557(5) 0.507(2) 13(1)
C20)  0.131(1) 0.639(4) 0.442(2) 12(1)
C21)  0.4190(6)  0.481(2) -0.166(1) 3.9(4)
C(22)  0.3803(6)  0.508(2) -0.244(1) 41(4)
C@23) 0.4774@9)  0.661(3) 10.271(2) 8.4(7)
C(24)  0.446510)  0.580(3) 10.360(2) 8.8(8)
C@5)  0.536(1) 0.078(4) 0.006(3) 101)
C@26)  0495(1)  -0.018(4) 0.089(2) 9.8(10)
B)  0.5000 0.0000 0.5000 24.3057
H(1)  0.1685 0.2274 0.0195 4.5384
H@)  0.0845 0.1888 .0.1201 5.5972
H@E)  0.0492 0.1650 :0.2946 7.5362
H@)  0.0999 0.1621 .0.4128 9.5614
H(G)  0.1823 0.1977 -0.3655 7.4528
H@E)  0.2570 0.2565 0.2252 4.7002
H(T)  0.1464 0.4513 05173 14.9387
H@E)  0.1673 0.6207 0.5691 14,9387
H®)  0.1419 0.7557 0.4420 15.1549
H(10)  0.1002 0.6423 0.4673 15.1549
H(1l)  0.4635 0.7670 .0.2575 9.6426
H(12)  0.5098 0.6808 102830 9.6426
H(13)  0.4561 0.4634 -0.3573 10.2251
H(14)  0.4547 0.6329 .0.4181 10.2251
H(15)  0.4960 -0.1094 0.1412 11.6112
H(16)  0.4764 0.0741 0.1143 11.6112
H(7)  0.5264 0.1983 0.0051 10.9439
H(18)  0.5684 0.0736 .0.0057 10.9439
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{152 2-1 Crystal data and experimental details.

L& (BEDT-ATD),-PF;-(THF) at 100K
Formula C;,H 30N, S, PF;
Crystal system Monoclinic

Space group P2,/a

a 27.665(2) A

b 7.781(2) A

¢ 13.3065(7) A

B 103.709(5) °

\Y 2882.9 A?

Y/ 2

Radiation MoKa (A=0.71070A)
20max 51.4°

No. of Observations(I>3a(I)) 3738

No. of Variables 377

R, R, 0.075, 0.093
Goodness of Fit Indicator 2.81

Max. and Min. peak in Final Diff. Map_ 0.63 e/A?, -0.96 /A’
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132 2-2 Positional parameters and B(eq) for (BEDT-ATD),-PF¢-(THF) at 100K

atom

(1)
5(2)
S(3)
5(4)
5(5)
5(6)
S(7)
S(8)
S(9)
P(1)
F(1)
F(2)
F(3)
0(1)
N(1)
N(2)
C(1)
C2)
C(3)
C(4)
C(5)
C(6)
c
C(8)
C(9)
C(10)
cau
CQ12)
CQ13)
C(14)
CQ15)
C(16)

X

0.11221(7)
0.24243(6)
0.33230(7)
0.27424(7)
0.38480(7)
0.09313(6)
0.17977(7)
0.02012(7)
0.12511(7)
0.0000
0.0566(2)
0.0052(2)
0.0175(2)
0.0468(3)
0.1701(2)
0.1183(2)
0.1963(2)
0.2486(2)
0.2721(2)
0.2724(3)
0.3231(3)
0.3464(3)
0.3988(3)
0.4195(3)
0.3894(3)
0.3392(3)
0.3167(3)
0.2651(3)
0.2420(3)
0.1876(3)
0.1575(3)
0.1665(3)

0.3544(3)
0.1906(3)
0.1034(2)
0.0445(3)

-0.0611(3)

0.1490(2)
0.0848(2)

-0.0102(3)
-0.0831(3)

0.5000
0.5604(6)
0.4967(7)
0.3030(6)
0.537(1)
0.3285(8)
0.3127(8)
0.2875(9)
0.2433(9)
0.1885(9)
0.2582(10)
0.2861(9)
0.3117(9)
0.340(1)
0.370(1)
0.375(1)
0.3461(10)
0.3119(9)
0.2843(9)
0.2555(9)
0.2335(9)
0.1669(9)
0.2791(9)

135

-0.2307(1)
-0.3223(1)
-0.1672(1)
-0.4996(1)
-0.3119(1)

0.0554(1)
0.2241(1)
0.1555(1)
0.3631(1)
0.5000

0.5372(4)
0.3836(3)
0.5129(4)
0.0990(5)

-0.2381(4)
-0.1080(5)
-0.1427(5)
-0.1159(5)
-0.1916(5)
-0.0048(5)

0.0308(5)
0.1355(5)
0.1695(6)
0.2728(6)
0.3440(6)
0.3159(5)
0.2088(5)
0.1745(5)
0.0716(5)
0.0390(5)
0.0999(5)

-0.0679(5)

B{eq)

2.25(4)
1.95(4)
1.89(4)
2.43(4)
2.14(4)
1.86(4)
1.89(4)
2.10(4)
2.06(4)
2.46(7)
3.7(1)
4.3(1)
4.5(1)
8.4(2)
1.9(1)
2.2(1)
1.7(2)
1.6(1)
1.9(2)
1.9(2)
2.0(2)
1.7(1)
2.3(2)
2.7(2)
2.6(2)
2.1(2)
1.9(2)
1.8(2)
1.8(2)
1.9(2)
1.92)
1.8(2)



{132 2-2 Positional parameters and B(eq) for (BEDT-ATD),-PF¢-(THF) at 100K (#: %)

Can
C(18)
C(19)
C(20)
c@l)
C(22)
C(23)
C(24)
C(25)
C(26)
H(1)
H(2})
H(3)
H(4)
H(5)
H(6)
H(7)
H(8)
H(9)
H(10)
H(11)
H(12)
H(13)
H(14)
H(15)
H(16)
H(17)
H(18)

0.2881(3)

0.3302(3)
0.3355(3)
0.3630(3)
0.0829(2)
0.1225(3)
0.0271(3)
0.0595(3)
0.0355(4)

-0.0038(3)

0.3439
0.4207
0.4554
0.4045
0.3207
0.2448
0.334

0.35566
0.3897
0.3393

-0.0058

0.0414
0.054

0.0478
0.0671
0.0201

-0.0047
-0.0196

0.0807(10)
0.0361(10)
0.0020(10)
-0.1350(10)
0.0390(9)
0.0112(9)
-0.159(1)
-0.087(1)
0.593(1)
0.496(1)

0.2916
(.3368
0.3878
0.4046
0.3457
0.285
-0.0259
0.1079
-0.1788
-0.2297
-0.1892
-0.2658
-0.1526
0.0283
0.6126
0.7038
0.4303
0.6051

136

-0.3655(6)
-0.2949(5)
-0.5171(5)
-0.4437(6)

0.1646(5)

0.2414(5) .

0.2633(5)
0.3618(6)
-0.0018(6)
0.0892(7)
-0.0186
0.1222
0.2987
0.4163
0.3696
0.225
-0.5879
-0.5027
-0.4719
-0.4484
0.2732
0.2465
0.4193
0.3688
-0.0156
0.0029
0.1514
0.0969

2.1(2)
2.0(2)
2.2(2)
2.4(2)
1.7(1)
1.8(2)
2.4(2)
2.5(2)
5.1(3)
3.6(2)
1.7466
2,581
2.5267
2.654
1.8773
1.528
1.9246
1.9246
2.4278
2.4278
2.3515
2.3515
2.7072
2.7072
5.3464
5.3464
3.9919
3.9919



{152 2-3 Crystal data and experimental details.
&% (BEDT-ATD),-AsF¢(THF) at 75K
Formula C. H3,ON,S,;AsFy
Crystal system Monoclinic
Space group P2./a )
a 27.712(2) A
b 7.787(2) A
c 13.3297(9) A
B 103.886(6) °
\Y 2792.6 A3
Z 2
Radiation MoKa (»=0.71070A)
26max 51.3°
No. of Observations(I>30(I}) 3611
No. of Variables 377
R, R, 0.070, 0.092
Goodness of Fit Indicator 2.28

Max. and Min. peak in Final Diff. Map 0.83 e/A? -1.06 e/A®
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{132 2-4 Positional parameters and B(eq) for (BEDT-ATD),-AsF-(THF) at 75K

atom x y zZ B(eq)
As(1) 0.0000 0.5000 0.0000 2.03(3)
S(1) 0.11185(8) 0.6420(3) 0.2687(2) 1.97(5)
S(2) 0.24173(7) 0.8058(3) 0.1776(2) 1.77(4)
S(3) 0.33165(7) 0.8943(3) 0.3328(2) 1.72(4)
S(4) 0.27296(8) 0.9506(3) -0.0003(2) 2.19(5)
S(5) 0.38372(8) 1.0589(3) 0.1885(2) 1.91(5)
5(6) 0.09379(7)  0.8481(3) 0.5547(2) 1.63(4)
S(7) 0.18061(7) 0.9116(3) 0.7240(2) 1.64(4)
S5(8) 0.02116(7) 1.0082(3) 0.6548(2) 1.81(4)
S(9) 0.12640(8) 1.0795(3) 0.8629(2) 1.85(4)
F(1) -0.0066(2) 0.4951(8) 0.1241(4) 3.4(1)
F(2) 0.0614(2) 0.4356(8) 0.0406(4) 3.3(1)
F(3) 0.0192(2) 0.7114(8) 0.0148(5) 4.1(2)
0O(1) 0.0468(4) 0.464(2) 0.6013(8) 2.2(3)
N(1) 0.1697(2) 0.6666(10) 0.2626(5) 1.7(2)
N(2) 0.1178(2) 0.6846(9) 0.3923(5) 1.8(2)
C(1) 0.1962(3) 0.709(1) 0.3569(6) 1.4(2)
C(2) 0.2478(3) 0.753(1) 0.3851(6) 1.5(2)
C@3) 0.2723(3) 0.809(1) 0.3079(6) 1.5(2)
C@4) 0.2717(3) 0.739(1) 0.4968(6) 1.4(2)
C(5) 0.3226(3) 0.711(1) 0.5311(6) 1.7(2)
C(6) 0.3464(3) 0.685(1) 0.6372(6) 1.5(2)
C(7) 0.3995(3) 0.657(1) 0.6681(7) 2.2(2)
C@8) 0.4198(3) 0.624(1) 0.7735(7) 2.5(2)
C 0.3894(3) 0.612(1) 0.8444(7) 2.5(2)
C(10) 0.3410(3) 0.646(1) 0.8139(7) 2.2(2)
C(11) 0.3176(3) 0.684(1) 0.7089(6) 1.8(2)
C(12) 0.2661(3) 0.711(1) 0.6736(6) 1.7(2)
C(13) 0.2422(3) 0.742(1) 0.5712(6) 1.5(2)
C(14) 0.1875(3) 0.765(1) 0.5389(6) 1.5(2)
C(15) 0.1583(3) 0.829(1) 0.6008(6) 1.4(2)
C(16) 0.1666(3) 0.719(1) 0.4317(5) 1.3(2)
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{152 2-4 Positional parameters and B(eq) for BEDT-ATD),-AsF¢-(THF) at 75K (&)

C17)  02871(3)  0.918(1) 0.1339(6) 1.8(2)
C(18)  0.3296(3)  0.960(1) 0.2052(7) 1.8(2)
C(19)  0.3330(3)  0.993(1) -0.0166(6) 2.2(2)
C(@20) 0.3601(3)  1.132(1) 0.0569(7) 2.3(2)
Ce1)  0.0828(3)  0.957(1) . 0.6629(6) 1.7(2)
C(22)  0.1234(3)  0.986(1) 0.7416(6) 1.6(2)
C23)  0.0286(3)  1.156(1) 0.7638(6) 2.0(2)
C24)  0.0604(3)  1.087(1) 0.8635(7) 2.4(2)
C@5)  -0.0029(4)  0.504(1) 0.5886(8) 3.0(2)
C(26)  0.0347(5)  0.409(2) 0.5011(8) 5.0(3)
H()  0.3422 0.7080 0.4818 2.0286
H(2)  0.4196 0.6611 0.6198 2.6375
H(3)  0.4546 0.6086 0.7976 3.0155
H(4)  0.4037 0.5803 0.9141 2.9958
H(5)  0.3215 0.6446 0.8640 2.6417
H(6)  0.2465 0.7093 0.7235 1.9897
H(T)  0.3521 0.8904 .0.0048 2.6777
H8)  0.3303 1.0302 -0.0860 2.6777
H@©)  0.3377 1.2239 0.0570 2.7527
H(10)  0.3874 1.1720 0.0314 2.7527
H(11)  0.0436 1.2585 0.7471 2.3908
H(12) -0.0033 1.1813 0.7743 2.3908
H(13)  0.0496 0.9741 0.8740 2.8447
H(14)  0.0565 1.1588 0.9187 2.8447
H@15) -0.0193 0.3964 0.5940 3.6286
H(16) -0.0046 0.5712 0.6486 3.6286
H(17)  0.0670 0.3923 0.4836 6.0343
H(18)  0.0209 0.2959 0.5020 6.0343
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ft52 2-5 Crystal data and experimental details.

L& (BEDT-ATD),-PF,-(DO) at 86K
slow cooling

Formula C; H3,O,N,S:PF;

Crystal system Monoclinic

Space group P2,/a .

a 27.627(4) A

b 7.686(2) A_

c 13.304(1) A

B 103.89(7) ©

\% 2742.3(9) A®

Z 2

Radiation MoKa (A=0.71070A)

p(MoKa) 8.05 cm™

20max 52.0°

No. of Observations(I>3a6(I)) 2804

No. of Variables 380

R, R, 0.088, 0.107

Goodness of Fit Indicator 2.09

Max. and Min. peak in Final Diff. Map 0.83 e/A%, -0.93 e/A3
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{130 2-6 Positional parameters and B(eq) for (BEDT-ATD),-PF¢-(DO) at 86K

slow cooling

atom X v Z Bleq)

S(1) 0.1121(1) 0.6490(4) 0.2660(2) 2.89(7)
5(2) 0.0931(1) 0.8545(4) 0.5527(2) 2.42(6)
S(3) 0.1802(1) 0.9204(4) 0.7222(2) 2.49%7)
S5(4) 0.0199(1) 1.0178(4) 0.6497(2) 2.77(7)
3(5) 0.1254(1) 1.0916(4) 0.8599(2) 2.70(7)
S(6) 0.2425(1) 0.8175(4) 0.1777(2) 2.55(7)
S(7 (.3329(1) 0.9034(4) 0.3348(2) 2.45(7)
S(8) 0.2742(1) 0.9654(4) 0.0012(2) 3.23(8)
S5(9) 0.3856(1) 1.0692(4) 0.1918(2) 2.83(7)
P(1) 0.5000 1.0000 1.0000 3.1
F(1) 0.5047(3) 0.996(1) 0.8829(5) 4.7(2)
F(2) 0.4840(3) 1,1989(10) 0.9893(7) 4.7(2)
F(3) 0.4421(3) 0.944(1) 0.9632(6) 4.2(2)
0O(1) 0.4551 0.9730 0.4050 4.7(5)
02) 0.5341 1.0877 0.4908 3.9(5)
N(1) 0.1187(3) 0.689(1) 0.3910({7) 3.0(2)
N(2) 0.1700(3) 0.674(1) 0.2600({7) 2.6(2)
C(1) 0.1677(4) 0.723(1) 0.4314(8) 1.9(2)
C(2) 0.1882(4) 0.771(1) 0.5374(9) 2.3(3)
C(3) 0.1581(4) 0.837(1) 0.5990(8) 2.0(2)
C(4) 0.2427(4) 0.751(1) 0.5730(9) 2.2(3)
CH) 0.2659(4) 0.721(1) 0.6766(8) 2.4(3)
Ci6) 0.3175(4) 0.693(1) 0.7109(9) 2.4(3)
C(T) 0.3416(4) 0.654(1) 0.8178(9) 2.7(3)
C(8) 0.3919(5) 0.625(2) 0.848(1) 3.5(3)
C(9) 0.4201(5) 0.629(2) 0.7730{9) 3.2(3)
C(10) 0.4000(4) 0.661(2) 0.6720(9) 2.9(3)
Cn 0.3475(4) 0.691(1) 0.6388(9) 2.4(3)
C(12) 0.3236(4) 0.716(1) 0.5313(9) 2.3(3)
C(13) 0.2726(4) 0.746(1) 0.4947(8) 2.4(3)
C(14) 0.2495(4) 0.758(1) 0.3853(9) 2.3(3)

141



{152 2-6 Positional parameters and B(eq) for (BEDT-ATD),-PF-(DO) at 86K
slow cooling (FE&)

C(15)  0.2739(4) 0.816(1) 0.3106(8) 2.1(2)
C(16)  0.1970(4) 0.715(1) 0.3546(9) 2.4(3)
C(17)  0.0831(4) 0.966(1) 0.6583(9) 2.5(3)
C(18)  0.1228(4) 0.998(2) 0.7384(8) 2.5(3)
C(19)  0.0265(4) 1.166(2) 0.7579(9) 3.1(3)
C(20)  0.0595(5) 1.093(2) 0.8587(10) 3.5(3)
C(21)  0.2879(4) 0.931(1) 0.1351(8) 2.5(3)
C(22)  0.3304(4) 0.970(1) 0.2088(10) 2.7(3)
C(23)  0.3363(5) 1.003(2) -0.0152(9) 3.0(3)
C(24)  0.3645(5) 1.142(2) 0.059(1) 3.4(3)
Ci25)  0.5017 1.0306 0.4036 6.0(10)
C(26)  0.5092 1.0336 0.5733 9(1)
C(27)  0.4688 1.0035 0.5222 20Q1)
H(1) 0.2462 0.7201 0.7262 2.8788
H(2) 0.3225 0.6503 0.8691 3.2305
H(3) 0.4070 0.6015 0.9185 4.2894
H(4) 0.4549 0.6078 0.7952 3.8174
H(5) 0.4203 0.6626 0.6237 3.5994
H(6) 0.3433 0.7102 0.4821 2.8075
H(7) -0.0060 1.1892 0.7678 3.5827
H(8) 0.0406 1.2710 0.7407 3.5827
H®) 0.0550 1.1614 0.9154 4.1138
H(10)  0.0495 0.9760 0.8680 4.1138
H(11)  0.3346 1.0391 -0.0840 3.6109
H(12) 0.3549 0.8968 -0.0020 3.6109
H(13)  0.3928 1.1776 0.0357 4.1082
H(14)  0.3428 1.2383 0.0577 4.1082
H(15) 0.5177 0.9370 0.3781 6.0084
H(16)  0.4971 1.1244 0.3557 6.0084
H(17) 05244 0.9332 0.6092 10.2611
H(18)  0.5089 1.1246 0.6215 10.2611
H(19)  0.4489 1.0990 0.5331 73.0058
H(20)  0.4584 0.9013 0.5513 73.0058
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f1ic 2-7 Crystal data and experimental details.

L& (BEDT-ATD),-PF-(DHF) at 87K
slow cooling

Formula C;,H3,0ON,S,PF;

Crystal system ' Monoclini¢

Space group Pa

a 27.640(2) A

b 7.834(2) A

¢ 13.265(1) A

p 104.225(7) °

\% 2784.2(6) A?

Z 2

Radiation MoKa (A=0.710704)

p(MoKa) ' 7.92 cm™!

20max 51.3°

No. of Observations(I>3a(l)) 4294

No. of Variables 740

R, R, 0.056, 0.077

Goodness of Fit Indicator 2,15 .
Max. and Min. peak in Final Diff. Map 0.81 /A3, -0.71 e/A®
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{152 2-8 Positional parameters and B(eq) for (BEDT-ATD),-PF¢-(DHF) at 87K

slow cooling

atom X | v z B{eq)

S(1) -0.1982(6) -0.0954(4) -0.252(1) 1.40(5)
S5(2) -0.0669(6) 0.0640(4) -0.341(1) 1.19(5)
S5(3) 0.0225(6) 0.1519(3) -0.180(1) 1.18(5)
S(4) -0.0353(6) 0.2144(4) -0.517(1) 1,65(6)
S(5) 0.0758(6) 0.3154(3) -0.323(1) 1.17(5)
5(6) -0.2175(6) 0.1090(3) 0.032(1) 1.43(6)
S(7) -0.1305(6) 0.1768(3) 0.205(1) 1.12(5)
5(8) -0.2908(6) 0.2763(4) 0.128(1) 1.51(6)
S5(9) -0.1862(6) 0.3453(3) 0.341(1) 1.39(6)
S(10) 0.5781(6) 0.6104(4) 0.217(1) 1.52(5)
S(11) 0.4480(6) 0.4353(3) 0.304(1) 1.17(5)
S(12) 0.3571(6) 0.3467(3) 0.147(1) 1.26(5)
S(13) 0.4159(6) 0.2865(4) 0.481(1) 1.70(6)
S(14) 0.3050(6) 0.1776(4) 0.290(1) 1.75(6)
S(15) 0.5976(6) 0.3995(3) -0.070(1) 1.00(5)
5(16) 0.5108(6) 0.3332(3) -0.241(1) 1.11(5)
S(17) 0.6713(86) 0.2318(4) -0.164(1) 1.59(6)
S(18) 0.5659(6) 0.1578(3) -0.376(1) 1.25(6)
P(Q1) 0.1907(6) 0.2420(5) 0.481(1) 1.58(3)
F(1) 0.1326(6) 0.190(1) 0.443(1) 3.1(2)
F(2) 0.1947(7) 0.2434(10) 0.362(1) 3.2(1)
F(3) 0.1860(6) 0.2449(9) 0.599(1) 2.7(1)
F4) 0.2479(6) 0.302(1) 0.519(1) 2.4(1)
F(5) 0.2057(6) 0.0473(9) 0.496(1) 3.9(2)
F(6) 0.1723(6) 0.4437(8) 0.474(1) 2.7(1)
0Q1) 0.2378(6) 0.3048(7) 0.072(1) 2.3(1)
N(1) -0.1417(7) -0.073(1) -0.258(1) 1.8(2)
N(2) -0.1999(7) -0.048(1) -0.131(1) 1.3(1)
N(3) 0.5183(7) 0.578(1) 0.221(1) 1.0(1)
N(4) 0.5735(7) 0.569(1) 0.091(1) 1.0(1)
C(1) -0.1138(7) -0.031(1) -0.166(1) 0.9(2)
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{+32 2-8 Positional parameters and B(eq) for (BEDT-ATD),-PF;-(DHF) at 87K
slow cooling (#£ &)

CE@  -0.0614(7) 0.016(1) -0.130(2) 1.3(2)
C@E)  -0.0367(7)  0.058(1) -0.209(1) 0.9(1)
C)  -0.0387(7)  -0.004(1) -0.022(2) 1.7(2)
C(5) 0.0111(7)  -0.037(1) 0.016(2) 1.3(2)
C(6) 0.0366(7)  -0.067(1) 0.123(2) 1.2(2)
C(7) 0.0916(7)  -0.099(2) 0.160(2) 2.6(2)
C(8) 0.1077(7)  -0.133(2) 0.262(2) 2.4(2)
C(9) 0.0786(7)  -0.140(2) 0.331(2) 2.3(2)
C(10)  0.030L(7)  -0.095(1) 0.302(2) 1.9(2)
Ca1)  0.0079(7)  -0.060(1) 0.195(2) 1.4(2)
Ca12) -0.0458(7)  -0.027(1) 0.159(2) 1.5(2)
C(13) -0.0687(7)  0.001(1) 0.057(2) 1.0(2)
C(14) -0.1230(7)  0.022(1) 0.022(1) 1.3(2)
C(15) -0.1524(7)  0.085(1) 0.082(1) 1.3(1)
C(16)  -0.1440(7)  -0.023(1) -0.086(2) 0.8(2)
camn  -0.0217(7)  0.178(1) -0.380(2) 1.1(2)
C(18)  0.0204(7) 0.219(1) -0.308(1) 1.3(2)
C(19)  0.0269(7) 0.251(1) -0.533(2) 1.5(2)
C(20)  0.0561(7) 0.388(1) -0.458(2) 1.6(2)
C@2l)  -0.2296(7) 0.220(1) 0.142(1) 1.4(2)
C(22) -0.1861(7) 0.252(1) 0.221(2) 1.3(1)
C(23)  -0.2843(7) 0.420(1) 0.236(2) 1.7(2)
C(24) -0.2536(7)  0.348(2) 0.344(2) 1.9(2)
C(25)  0.4939(7) 0.535(1) 0.122(1) 1.1(2)
C26)  0.4413(7)  0.492(0) 0.099(2) 1.02)
CE7  0.4178(7)  0.427(Q2) 0.170(1) 1.0(1)
C@8) 041717  0.505(1) -0.017(1) 0.4(1)
C@29)  0.3654(7)  0.532(1) .0.052(2) 1.1(2)
C(30)  0.3437(7)  0.553(1) -0.157(2) 1.6(2) -
C@31)  0.2929(7) 0.585(1) -0.190(2) 2.0(2)
C(32)  0.2660(8) 0.619(2) -0.298(2) 3.1(3)
C(33)  0.2989(8) 0.622(2) -0.370(2) 2.5(2)
C(34)  0.3502(7) 0.600(1) -0.338(2) 1.52)
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{5 2-8 Positional parameters and B(eq) for (BEDT-ATD),-PF¢-(DHF) at 87K

slow cooling {(# %)

C(35)  0.3739(7)  0.556(1) -0.231(1) 1.2(2)
C(36)  0.4238(7)  0.531(1) .0.194(1) 0.7(2)
C(37)  0.4467(7) 0.501(1) -0.088(1) 0.7(2)
C(38)  0.5017(7) 0.478(1) -0.054(2) 0.7(2)
C(39)  0.5332(7) 0.410(1) -0.114(1) 0.9(1)
C@40)  0.5234(7)  0.528(1) 0.054(2) 1.2(2)
C@4l)  0.4012(7)  0.322(1) 0.349(2) 1.5(2)
C(42)  0.3598(7)  0.279(1) 0.275(2) 1.4(2)
C43)  0.3539(7) 0.239(1) 0.496(1) 1.3(2)
C@4)  0.3287(7) 0.101(1) 0.423(2) 1.3(2)
C45)  0.6071(7)  0.282(1) -0.173(1) 1.1(2)
C@46)  0.5699(7)  0.254(1) -0.254(2) 1.2(2)
C@47)  0.6645(7) 0.082(1) -0.273(2) 1.4(2)
C48)  0.6310(7) 0.154(1) -0.370(2) 1.1(2)
C@9)  0.1860(7) 0.204(2) 0.065(2) 2.6(2)
C(0)  0.1667(7)  0.212(1) -0.053(1) 2.5(2)
C(51)  0.1892(7)  0.283(2) -0.101(2) 2.1(2)
C(2)  0.2392(6) 0.368(1) -0.030(1) 2.0(1)
H(1) 0.0363 -0.0328 -0.0239 0.3601
H(2) 0.1089 -0.1421 0.1195 2.0374
H(3) 0.1488 -0.0954 0.2791 0.4255
H(4) 0.0900 -0.1785 0.4098 2.4250
H(5) 0.0138 .0.0807 0.3477 0.3256
H®6)  -0.0838 -0.0244 0.2166 1.5062
H(7) 0.0479 0.1524 -0.5277 1.7640
H(S)  0.0258 0.2990 -0.6038 1.7640
H(9) 0.0363 0.4841 -0.4565 0.2118
H(10)  0.0865 0.4239 -0.4769 0.2118

H(11)  -0.2687 0.5142 0.2264 1.4090
H(12) -0.3168 0.4335 0.2459 1.4090
H(13) -0.2646 0.2332 0.3574 3.5854
H(14) -0.2590 0.4189 0.3994 3.5854
H(15)  0.3499 0.5421 0.0077 1.1250
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f43C 2-8 Positional parameters and B(eq) for (BEDT-ATD),-PF-(DHF) at 87K
slow cooling (#: %)

H(16)  0.2682 0.5581 -0.1412 1.5892
H(17)  0.2408 0.7102 -0.3288 2.8130
H(18)  0.2819 0.6245 -0.4374 1.6487
H(19) 0.3745 0.6118 -0.3941 1.9481
H(20)  0.4458 0.5379 .0.2372 -0.0132
Hl)  0.3565 0.2201 0.5664 0.3676
H22)  0.3356 0.3440 0.4749 0.3676
H(23)  0.3066 0.0495 0.4550 2.4145
H(24)  0.3575 0.0130 0.4297 2.4145
H(25)  0.6970 0.0405 -0.2803 1.2121
H(26)  0.6493 -0.0281 -0.2521 1.2121
HE@7) - 0.6367 0.0882 -0.4293 0.1848
H@28)  0.6433 0.2663 -0.3766 -0.1848
H29)  0.1901 0.0826 0.0955 3.8410
H(30)  0.1634 0.2533 0.1062 3.8410
H(31) 0.2361 0.4949 -0.0318 2.3357
H(32) 0.2686 0.3421 -0.0500 2.3357
H@E@3)  0.1377 0.1611 -0.0870 3.1204
H(34) 0.1824 0.2884 -0.1730 0.8438
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{432 2-9 Crystal data and experimental details.

AR

(BEDT-ATD),-BF,-(THF) at 90K

Formula
Crystal system
Space group

N<omo o

Radiation

u(MoKa)

26max

No. of Observations(I>3a(I})

No. of Variables

R, R,

Goodness of Fit Indicator

Max. and Min. peak in Final Diff. Map

CsH30N,S,,BF,
Monoclinic

Pa .

27.67(1) A

7.601(1) A

13.342(3) A
102.05(3) °

2744 A3

2

MoKa (A=0.71070A)
7.66 cm’!

51.6°

3525

722

0.080, 0.085

2.25

0.54 e/A3, -0.97 e’/A®
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{+E2 2-10Positional parameters and B(eq) for (BEDT-ATD),-BF,-(THF) at 30K

atom

S(11)
S(12)
S(13)
S(14)
S(15)
S(16)
S(17)
S(18)
S(19)
S(21)
S(22)
5(23)
S(24)
S(25)
S(26)
S(27)
S(28)
S(29)
F(1)
F2)
F(3)
F(4)
Oo(L)
N(11)
N(12)
N(21)
N(22)
C(31)
C(32)
C(33)
C(34)
C(101)

0.1575(9)
0.2893(10)
0.3237(10)
0.4360(10)
0.3793(9)
0.2207(10)
0.1638(10)
0.0619(10)
0.1369(10)
0.9283(10)
0.7993(10)
0.7671(9)
0.6563(10)
0.7097(10)
0.8691(10)
0.9277(10)
1.0283(10)
0.9522(10)
0.5983(10)
0.536(1)
0.520(1)
0.552(1)
0.586(1)
0.215(1)
0.164(1)
0.871(1)
0.924(1)
0.537(1)
0.513(1)
0.547(1)
0.586(1)
0.240(1)

-0.0723(4)

0.0687(4)
0.2234(4)
0.2861(4)
0.1348(4)
0.2039(4)
0.3688(4)
0.2821(4)
0.1341(4)
0.5826(4)
0.4002(4)
0.2535(5)
0.1562(4)
0.3201(4)
0.3393(4)
0.1981(4)
0.2580(4)
0.4021(4)
0.286(1)

0.219(2)

0.333(2)

0.054(1)

0.259(1)

-0.057(1)
-0.022(1)

0.548(1)
0.546(1)
0.223(2)
0.147(2)
0.220(2)
0.325(2)

-0.026(1)
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0.122(2)
0.028(2)

-0.147(2)

0.038(2)
0.180(2)
0.570(2)
0.710(2)
0.506(2)
0.405(2)
0.574(2)
0.662(2)
0.839(2)
0.659(2)
0.511(2)
0.115(2)

-0.026(2)

0.185(2)
0.286(2)
0.874(2)
0.948(2)
0.785(2)
0.817(2)
0.449(2)
0.115(2)
0.245(2)
0.583(2)
0.452(2)
0.448(2)

0.343(2)

0.271(3)
0.346(2)
0.206(2)

Bleq)

2.90(8)
2.58(7T)
3.22(8)
2.81(7)
2.51(7)
2.56(7)
2.85(7)
2.84(7)
2.66(7)
3.04(8)
2.57(7)
3.19(8)
2.85(7)
2.55(7)
2.57(7)
2.83(7)
2.86(7)
2.66(7)
5.1(2)
9.2(4)
8.3(4)
10.1(4)
3.7(2)
3.1(2)
2.9(2)
2.8(2)
3.1(2)
3.6(3)
3.6(3)
4.2(4)
4.4(4)
2.6(2)




{432 2-10Positional parameters and B(eq) for (BEDT-ATD),-BF -(THF) at 90K (#t& )

C(102)  0.293(1) 0.010(1) 0.231(2) 2.4(2)
C(103)  0.318(1) 0.062(2) 0.158(2) 2.9(2)
C(104)  0.315(1) .0.002(2) 0.344(2) 2.5(2)
C(105) 0.364(1) -0.033(1) 0.374(2) 2.5(2)
C(106)  0.389(1) -0.038(2) 0.481(2) 2.5(2)
C(107)  0.440(1) -0.074(2) 0.516(3) 3.0(3)
C(108)  0.461(1) -0.076(2) 0.620(2) 3.1(3)
C(109)  0.432(1) .0.054(1) 0.689(2) 2.9(3)
C(110)  0.382(1) -0.033(2) 0.664(2) 3.1(3)
C(111)  0.359(2) -0.020(2) 0.555(2) 2.5(2)
C(112)  0.309(1) 0.011(2) 0.527(2) 2.6(2)
C(113)  0.285(1) 0.025(2) 0.419(2) 2.5(2)
C(114) 0.231(1) 0.052(1) 0.390(2) 2.2(2)
C(115)  0.201(1) 0.121(1) 0.446(2) 2.5(2)
C(116) 0.211(1) 0.002(1) 0.285(2) 2.6(2)
C(117)  0.338(1) 0.172(2) -0.013(2) 3.0(2)
C(118)  0.380(1) 0.204(1) 0.054(2) 2.6(2)
C(119)  0.376(1) 0.362(2) -0.154(2) 3.2(3)
C(120)  0.425(1) 0.279(2) -0.100(2) 3.8(2)
Cc121)  0.163(1) 0.273(1) 0.590(2) 2.4(2)
C(122) 0.125(1) 0.244(2) 0.514(2) 2.7(2)
C(123)  0.098(1) 0.355(2) 0.711(2) 3.0(2)
C(124) 0.066(3) 0.431(2) 0.615(2) 2.9(3)
C(201) 0.845(1) 0.512(1) 0.481(2) 2.4(2)
C(202)  0.795(1) 0.463(1) 0.456(2) 2.4(2)
C(203) 0.772(1) 0.401(1) 0.535(2) 2.2(2)
C(204) 0.772(1) 0.482(1) 0.347(2) 2.3(2)
C(205) 0.721(1) 0.502(2) 0.311(2) 2.6(2)
C(206)  0.700(1) 0.528(1) 0.208(2) 2.4(2)
C(207)  0.649(1) 0.546(2) 0.173(2) 2.8(2)
C(208)  0.628(1) 0.574(2) 0.070(2) 2.9(3)
C(209) 0.658(1) 0.587(2) 0.002(2) 3.2(3)
C(210) 0.707(1) 0.568(2) 0.029(2) 3.0(2)
C(211)  0.730(1) 0.543(1) 0.135(2) 2.3(2)
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52 2-10Positional parameters and B(eq) for BEDT-ATD),-BF -(THF) at 90K (#%&)

C(212)
C(213)
C(214)
C(215)
C(216)
C(217)
C(218)
C(219)
C(220)
c(221)
C(222)
C(223)
C(224)
B(1)

H(105)
H(107)
H(108)
H(109)
H(110)
H(111)
H(205)
H(207)
H(208)
H(209)
H(210)
H(212)
H(311)
H(312)
H(321)
H(322)
H(331)
H(332)
H(341)
H(342)

0.782(1)
0.804(1)
0.856(1)
0.887(1)
0.877(1)
0.753(1)
0.712(1)
0.705(1)
0.679(1)
0.928(1)
0.964(1)
0.994(1)
1.025(1)
0.552(1)
0.3873
0.4609
0.4979
0.4483
0.3647
0.2913
0.7021
0.6290
0.5942
0.6458
0.7286
0.8032
0.5370
0.5220
0.5139
0.4813
0.5640
0.5312
0.5803
0.6206

0.519(2)
0.487(1)
0.466(1)
0.414(1)
0.514(1)
0.288(2)
0.246(1)
0.216(2)
0.074(2)
0.274(1)
0.299(2)
0.215(2)
0.123(2)
0.214(3)

-0.0434
-0.0986
-0.0901
-0.0632
-0.0161

0.0212
0.5020
0.5440
0.5815
0.6033
0.5624
0.5277
0.1348
0.3240
0.0214
0.1887
0.1273
0.2939
0.4497
0.3136
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0.171(2)
0.272(2)
0.303(2)
0.240(2)
0.412(2)
0.707(2)
0.638(2)
0.862(2)
0.792(2)
0.098(2)
0.176(2)

-0.024(2)

0.069(2)
0.854(3)
0.3326
0.4705
0.6501
0.7675
0.7242
0.5846
0.3679
0.2272
0.0545

-0.0625
-0.0147

0.1269
0.5091
0.4715
0.3508
0.3291
(0.2450
0.2228
0.3504
0.3388

2.3(2)
2.2(2)
2.4(2)
2.4(2)
2.3(2)
3.0(2)
2.6(2)
3.1(3)
3.6(3)
2.5(2)
2.7(2)
3.4(2)
3.3(3)
6.0(4)
2.8026
3.4655
3.0857
3.0662
3.0959
2.4444
2.5790
2.6240
2.9185
3.4001
3.2178
2.2051
4.0237
4.0237
3.2377
3.2377
4.2870
4.2870
4.7185
4.7185




{422 2-10Positional parameters and B(eq) for (BEDT-ATD),-BF,-(THF) at 90K (¥i &)

H(1191)
H(1192)
H(1201)
H(1202)
H(1231)
H(1232)
H(1241)
H(1242)
H(2191)
H(2192)
H(2201)
H(2202)
H(2231)
H(2232)
H(2241)
H(2242)

0.3786
0.3737
0.4526
0.4257
0.0903
0.0931
0.0841
0.0366
0.7111
0.6892
0.6549
0.7049
1.0014
1.0042
1.0613
1.0156

0.3835
0.4764
0.3398
0.1609
0.2332
0.4141
0.5404
0.4607
0.1802
0.3216
0.0169

-0.0262

0.1626
0.3343
0.1058
0.0058
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-0.2189
-0.1180
-0.1143
-0.1139

0.7228
0.7776
0.6082
0.6343
0.9430
0.8624
0.8234
0.7939

-0.0775
-0.0137

0.0647
0.0859

3.4628
3.4628
4.4268
4.4268
29141
2.9141
2.8168
2.8168
3.3514
3.3514
4.1087
4.1087
4.5083
4.5083
3.9314
3.9314
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