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(Band Transport in Polymeric Semiconductors)
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HEMEHIERD F O CHEFEAIC L o THRET 5 Z L TRREINTE D, DFORKGEHT L o TR
PR T O ANDEEE NGS5 ENTES, £z, BREEL D TG I IR T 2 MR ORE
WP DFEIZEWTHHINTE D, RICETEEMEEZMNET 5 2 P TENRIRDOERS X O
PEEMENZ IR WRBEET 28 L WET TN AOEBRPEI NS, HIAX, B 545
PAERMEL 2 B T 02 AT 5 2 & TEAH TR A 2RI E T & 5 Rk v Y — Radio Frequency
Identification (RF-ID) J{E & 7, 215 2R8I T 5 = OEEREHR 7 (M 1.1) BEE I Wi, EFEIZ
HEHEZED I REEDO2 v —PREZEFE2HWZE /DA > X —% v b (Internet of Things, IoT) ®
I AVAS R Y A

11 BRTAERSNAERRLBERILENN SR Z2EFT /N ZADH, (a) RF-ID #EX 7 [1],
(b) BFEFEHR T 2],

AR EHZ B 1T 2 B FBEREMEIE DTN - 2 F I 7 R DREPGEDVIEA S Z L TEIHINT WS, 7
IEEDFTHLEDFLERIMAZE N - 72 L 2 EEEGED FIIERORNS TIAF v 70
SHFIaMRlE UTIEHZ 8D [8], TORAETH 2 H)1513 2000 FI2 /) —NIALEEZZE L,
HEEES TOBLEEE IXHE T 10,000 Sem™ X WO BEIEBEICELTWS [4], L IA0, *
DF v ) TALERE X, KRR CH 5 —RILRE - MDRPERIZE T 23 MR & I REHIT R
5, NV NEEFX v ) 7I3FEREFTHERMEILTED, ZTOEFIREI Bloch % & U TN 2 &K T
YUY IVEAWCHBEND, @2 FPEROBEEIAE LRI OREN 2 H T 2HRD FIEET ST
ETHRINTED, MR o NS REEOMIECRT > Y Yy VORMEZAE L T, FIIEIZZ
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LWESFPERBEICSWTE v U TIHEHE L. TOEEEEIIMEBEIED Ry ¥ o /8 e U THf#
INTER[Bl, TNETITH PGP 70w AEAMOBFEIC & o TED 8RBT 2 S G O
TNHED SN, BT B2 A SWEERERMMERINTVWS 6], L2ALRAS, @o 1 PERIZET
5% %) TIEBIIMKRE L TRy EV 7 REIZERINT WA Z EDRINTED [T, NV NMEE RS
B30I+ AMESRE S TRERICBWTEETETH 20 RS 2 TERY,

OISR BRENPOBEB IO AL DEPFEDP RN U kXY )V TEELFALRD THLEN T
PERIZBWT, N NEBESXOCZNICHRT 2 GBEIEOEBNAIRETH 202 MEET 5 Z & 13
W IR E UTEBEVDH D EFE AT, T CAMATIRIBHOD TGS I T o A5 215 H ¢
5282k TEDEEKICB T 2GRN ORELZIH L, SBEER N Y NMEENERT 5
DIPHGEST B Z e 2 HEE LUz, AETIZE T, &0 7 EERICE T 2MRIERGEHT L oGO mEs, s
FUONY NMEEREBFINTVARVWERIZDOWVWTIRDIES, fit\WT, AHEOHN L MEE2BNT 5,

1.1 nH®&EES9F

MusgxE Rl UC—RICHW S N 2 AR EHZ B PR 2 M 57 23 AR, RERN - rInx
VLo FOEEEPRERINLI LI ERT 5 [8l, n i&hEzRF >R L IZIEAINZFR -
WA THTHREMLLTED, IoXHTMEROE > TREIT S Z AR INEZ, THhIT EHinT
BRBHEELD R F—2T7 72 TR =TI LB TH 5 BB ENSEA X A SRS < BIFX
., @EREEZRIPWEL L ERINTVS 9], JEHT N ZADRFIIEKEEERO K BT
H2BH, LR OBEMBEEEACEHEEAR O T IZTBEBLEMICHROBER E LTERI NS 720, KiH
BEEOMBITER I N TORY, ERAMEART %L U T8RN 2 233 » KEEms7Th b
B THER, BIUOENSICR—E Y U S - BEEES FIEHE2EDTE,

BEMEATLUTHDTHAINZDBDIFIVER—E Y IINEZRK)TEFLVTHY 8], KY
va—)b, RUVT7=V v, RIFATzVRELSLSDATETANE UMEDBFEINTE 2 (X 1.2),
Flz, RV 7=y =L U TEF Y ) TEERZT TR LERE UTORNERMELEH X Nz [10],

(d)

@MM@}@#

M1.2 KRERMG 2 HESHF. FPEARTDH L 72 HEED FON FHE. (@ KV TEFL . () K
EH—, RV FAT7z>, (A, FVT=V> (KR 7z=brE=L,

MHINTWSE/ Y —RBE—DpF & LTIRMEETH LD, €/ ¥ —HOPEPREKT S L5127
e/ v —2EAT DL, BEHLAHE HOMO & &E%4E#H1E LUMO OO X v v THANE L35,
MERE LT, a2 2@sF57 9/ HOMO-LUMO ¥ v v 72 AT 5 7201 L8R %2 RT, Z
NFHBE T ANVF —HEB LS TREORL S 4 Y I —I12851F 5 HOMO-LUMO ¥ v v ZHI%EH» & 5%
ENTWS [11], EHEAE U7 HOMO % LUMO O¥EAT & — 2B L AR @ HIc L > TEF D5 &
WEDPFEAZRITADEEDO T RIVF —HMNIIMET 5720, FIZIXIVRIIE>TES PO ET 2 E
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KSZETHRIWVEBEATDEIENTES, ZOESITLTR-EUT2EINARY T FL U ARED
E TR R 2 RS (3],

BEMEMENC B AEE8E o 13FEMME e. FYVTEEE2n, YV TBEEZ pTNE0 =enp
rRIN, BEMED FITEWTIZ 1,000~10,000 Sem ™! FEDMENER X NG [4], I DLBKAE 7%
(REEIIED FAEEED K =82 b 2B D AAR T W DIZER T LA, BEIEIEWE (1~3
em?Vi3isH) ThrrEz NS, HIZIEKRY) 7TEF L VED Scanning Electron Microscope (SEM) £
(M 13[12) o s 0h 5 & 51T, HEMED ORGSR MEME E iU TR TnS, Z
DEDBEANTZMETIEF YV THARELAT S LIRS,

1.3 RUF7EFL VEDSEM BREREK [12], BREAERICLVFERINALKRY TEF L VED SEM £,

iz, g MEED TIZEAINZF Y ) T IR THOREEHE LI E 2 7-DICEMPERTIIFLEL
T ARA=—THYHLVENTR—T OV EIENDE T EALKESG UREBEZERT 2 Z D REIH
2o ZOETILTE, FYVTEHEEWEV L ZBRTOEAIRBELAT 2 EEZ 5N T W [18,14],
REAEL7ZF ¥ U TIEHE FRENC X 2B & > TR REMEZER T L2 E2 50, ZOXEEITE
AT 72 8 (k32 0 K6 & U T Marcus 12 & 2 & 7{b% 50 [15] Z WKz k> TREINh b,

12
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_ (Areorg + AG°Y
4/1reorng T

T
k B T/lreorg

k1 (1.1)

I Tk ERIBHEETCE. E1o ZRIGHIEOREMOMBEDOER D, kp ZRVY v V@R, T IXHEE.
Areorg I FHEIEZALITAE S FELAI T AL F —, AG® IFEEMER IS IZ & 5 Gibbs HHZ XAV F— DL L EE K
T ZOXSRFEEAURERZ F v ) 7AROBS L5 ITEB L CW L EEITS Y © Y 2 EE LIRS
ha,

Fy EVIEEERTF Y ) T OBEEIMENE (~1em? Vi RBE) e x2S T WY
%5, —Ji. BOBEE (10~10,000 cm?V1s™h) ZRIMEHZBE I 2 F v ) T EEEEIINY FEETH
D, NYMMEEOEBIXEWBEIE 26T 5 L ERDOHFBITIERAIRTH 5,
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NV REENFEBL TV AEEE TR, FRIZES U Z R0 78K T 2 AR Ty Lo %
v VUT7HBlochie UTHEEBELTWE, ZHIFENZREERHR TEADKRT V¥ v LIk > TRHRE/L
7B TIREDPTER S N T WS &5 78R & IR AR T H 5,

2000 FEARWEE E TlEE S THEERICR S TR T EERIZBVWTE F ¥ U TREIT Ry B v 7 EED
XK THB LFEAONTEZ, TNEF Y U TEEHEN S ZRINTWEEZIT TR, F—J1r0
R FREING L EHIZ, FOATHMEEEH TR NIRRT PERICBVWTRELFESVWTWVWS T
DTH5, ULhr LRSS, EHFEEAL T L v OBEEER (K 1.4(a,b) B LNz Wz FET A3E#
EhdEe, BEMETFIZE > TBEEN LA TS Z LB NG [16], ZHnEAy By EZEIZBIT5
BOE ML ORI 2 1E B S TWB, BEWTAY RIS O SIOMBIOATHEL 2 HHETE T
CFFEE DK E X O Hall 8RB X N7z (1% 1.4(d) [17,18]),

(a)
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K14 WTLUBEREFOLCERYE, QL 7TV Uy T EO0RERFRORE, GPVTEIZED
E XN BER L ZORED AFM 4. (¢)FET HIE 1281 2 B E1E DR EKRFEE D55 [16],
(d) Hall %h 530 58 0w &4 [17],

B TS S TN Y REEMIZHET 5 20~40 cm? Vs I EOHWBEIEAER I ATV
— /T, BBEBERES FHEESICB VT EEEBTREE T ERE AREOMETH L, Fv ) TEE
BRI IR O E 2 RELZI NV REE L HIEIEN5 [19], TD7d, S SICEWBEIE 2%
BT 2 13 FIRBIOMGEINEETH S Z LW EmI N T VS [20,21], 2B, SVF ¥ ) TEEL LT
& FIREN I X N2 ARRIZ B 1 5 F ¥ U TREENFARS N TV B EMBE BRI DOV TIE— Iz
REERICEE D WA R I N T W5 [9], &0 FHAERTENY MEERETIZER2LIEEARVEDD,
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Ry BV REBRERNTH 5 E0 FLERL D ERKRBIIB VT HEWBEIENERH I TV 5,

UL UAaA s, EAFMRHEE S FHMEHZ R SN BES R— U TORG I EZH L TVIRY, TD7
O, @A TEERICBVWTHEEILNZMHI L, Ny MEES L ORBEIE 2 LB T2 2 136 - S
FWBWTHELRFETHLEEZOND,

1.3 E9FFERICE T SEahlE

7 TR AR D F BTN & HIH] 3 2 MR IR0 FRGTOBRP S MENTE D, AHiTIEZ O
HOMNEWBIT 5, RV TEF L UREDGED FEERIIKRE LS FREREDFRIMEBEFEHIZE > TH
fRVEZ R E 2R\, EHNZEETETH 2R 70t 282 A3 3 ROBFL G & 1, poly(3,4-
ethylenedioxythiophene)-poly(styrenesulfonate) (PEDOT:PSS) A (% X 417z [22], PEDOT:PSS (%}
HAKICKEEDOE D T 7 =4 VDN LT WD 720 a3 a1 RIRETKIZANT 2 Z A TH 5,

(@) (b)

X 1.5 PEDOT:PSS 04 F & EED#E, (a)PEDOT # L U (b)PSS O 4 T#id, PSS O —#kix
Na® ZEEF LR WEd, 2ETIRAICEBELTWERY 724 TH 5, () PEDOT:PSS D idfsifkiE
@ AFM #5212 & % ¥ [23],

PEDOT:PSS TI3A#W 702 ANRFEHEINA, au4 MREDLSOHPETIE T 714 N—2ELZ=
Wtk y N7 — 7 REENHEBEIC B WTEBEINTE D, MEEEEOERIZEEETH 5 (K 1.5(c) [23]).
BIEEON GAL B Z SO 2 T VX VAIBOE NI L > TEEHINTE D, ARIBEANDERD S
MR THEA I NS ED T LEMARPBFE SN, 25 L7z, poly(3-hexylthiophene-2,5-diyl) (PSHT,
1.6(a)) & 7 )V F )L EEHDE A AL SR AIIZ 72 5 & 5 1IZEA U 7z regioregular (RR)-P3HT [24] 13k
VIR 2 RS 2 2 E B FR S Nz, EIED © OBBEGETREIZ B W TIZE RN X iz 5 7 a5E R g~
HIF S 5720, BTN L > TIIREDREAREE? H MbIc K> TRis s e EFERA N5,
RR-PSHT 3 EHHD 71 AR v Z7IZ ko T2ty — MEEVEHR I N, ZOY— MEED T IV FILED T
WHEFEHZNA U THB L Z0tD 7 X IMEZ KT 5 (K 1.6(e)). £72. 7=— )VALHIZX->TH
EHKRBEDTIES ., v ) TREICENZEMELZ KT 2 Z L TERAMR NI VI AX (FET) 26
WT01em?V1is I FEOBBENER XN TV (M 1.6(b-d) [25]), 73 RR-P3HT & #E b, g4
DEANEN T ¥V &L TH 554 (regiorandom, RRa-P3HT) (213432 7 4 A —3 3 > RR-PSHT
LEZRD (X 1.6(f,g). HEIZTEILT 7 AIEWIREEIZAR S,
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1.6 P3HT 2 FB LU EE#E, (P3HT 7 7+#iE, b) AV I— M EB LU (00150 °C &
O ()170 °C DIRETT =— N L 7= DOEIED AFM £, ©7T 800 nm A DHIEHEIKTH 5 [25],
(e)P3HT @ T * S #&E DR X [26], () Regioregular & & O (g) Regiorandom IREED — il % =& L 7=
R,

DTREFCE > TEAERBEZHHT LI LOEZEMEIX, T SICKERWHE R IAAI UV Z2EHT S
poly[2,5-bis(3-tetradecylthiophen-2-yl)thieno[3,2-b1thiophene] (PBTTT, ¥ 1.7(a)) [6] DFFEIZ & - TH
R E Nfz, PBTTT @R TIE T = — VLB DI 1.7(b) TT & 5 72 200 nm FREE D RHHS & N A 1
VB S, FET BEEIX 0.6 cem?V1s L RBEICEL TW5, MR T EHDO 7 ARy 212
X2y — MEEDPIER S N, NSO TIVFILEDEAS S % & 5 Z & 5 Grazing-Incidence
Wide-Angle X-ray Scattering (GIWAXS) HlZEIZ L DS iz T W3 (¥ 1.7(c, d) [27]), mEIZFH S
T 5 RoE Y — MEEIEEROEHNATIICRELTED, ZNIEFET LB 5@mWBEEICFS LT
Wi EEZOND, BB, ZIRILY — MMEEDPH IR 2B AT S FERPERITH U TIED7201
edge-on Fil[f] & M IEI, FHHEBRPEMIZHE T BB X face-on il & IFIXN 5, PBTTT Tl Z D edge-on
By Y = — VL 2 R CHEBEDEA G RRRIZD 7z o TR I 5D 2 & A GIWAXS HIE I & o TR
nctwna,



1.4 &0 FRERORIG I & -RE 7

(d)

backbone j%'e!"

sidechains "

backbone —fsefs el et

;ff |

1.7 PBTTT 2F & L UEERE, (a) PBTTT 7 FHiidE, (b) 7 =— VRO HEED AFM 12 & 28]
245 [6], () HWIRIZEB 1T 5 GIWAXS HMIER R B & R CHDLN MBI HYS T 5 7 A% v 7 DM
M, (d) GIWAXS HIREIZ & 0 B S 2T E Nz A5 A O FHEIE [27],

a ik’

1.4 B2 FFEROBERANN & EFIRE

DFHEHNT L > TED FLEROWFE B D IERPEI I N7, F v ) TIRERE KR E LT
Ry UM THD I DS OPERHERIZ K > THFFINTE /2, ZNIIBIZIEBEE ORE KT
MT V=278 MIEWTHEMRMEPRER I N BGEEAEITH D, T35 Marcus DBLETLE T
W51 26 &2 Lzhy ¥V I REORAE —HT 5 Z LRI N T W5 [5,28],

WHEREECTIE N A VERAB KO R A A YN OW /55 FET HIEIZEF S5 L, A1 UERUIIRIC
BWIRNX—[HEEAETHEEZONS, AL YHNEOX Y ) 7 OEENEZFET 5ikA 2 LTI
FET &% AW/ 8B 1 A ¥ Vg (Field-Induced Electron Spin Resonance, FI-ESR) 2 HY 0 il £ 11 C
W5, ESRAXRZ MVEAEV2ETE2F Y ) 7T OHFET IREZKMLTED, TOHEZBL T
¥ ¥ )7 OHEEHE LTSI N TE S, WEHEED ST PBTTTT OMfEE B A A 2 NEBIZDWT
HF v ) TIZBGEHAEIOEE) 2 L TW\WD Z EARE I N7z [29], 1EMELT RV F —I1E KA A U [H O )
786 meV FEE, NAA VANDHEN 21 meVIEE L ABEEONTED, NAAS VHNOFLGE T 2E AT
& UTHER (25 meV) (HEH2 S HGHEMARO Ky €V ZEEIIES Z e BRI h5,
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(a) T T T T

L (a) |
= Pentacene (E, = 14 meV)
z 1
8108k Tintea |
Q
[= .|
g e DNTT (5 meV)
£l —PB16TTT (21 meV) | . domain
5 Tinter boundary
2 __ DNTT (45 meV) E
2

— PB16TTT (86 meV)

J'/I

DNTT (38 meV)
Pentacene (80 meV) | crystal domain

DNTT (55 meV)

site

Mobility (cm? V-1 s'1)
>
©

PB16TTT

PB16TTT (90 meV)
103k (68 meV)

0 0.5 1 1.5 2 2.5
100/T (K1)

1.8 FI-ESRICE ZEMHAET XL F—DRES Y [29], (2)FI-ESR 7o REDH oz KA1 VA,
R A1 VR OEESHE OIREKEN, () FET 75 B o - BEIE OREKREN,

WAER R A YAEBIZBWTENY FMEEREFH L TWARWI EDFRFE LTk, M N AT VA
HIZBEWTENY FMREDOHIRTH 2HEDOAPENILNTVWE ZeAEZoNE, XBREHTE/-1EX
ﬁﬁﬂﬂim%ﬁ%ﬁ—&@#%%%iﬁd@@%O%@%é%%?g@@zdﬁ?—q%*bé&
ZOMEDORE XL > THEEAMEDOILNZFHETT 2 Z 22 TE 5 [30]l, A FMOF v ) TEEEZHS o
ARy 7 FANZDWTOFAMG A S 1%, BEESYE PBTTT TH-TH g=7.3% FBEDKERME, T42bb
KEBERPEDOENAREINT WS, ZHIHES FHEDOEA (g <1%) LKL THIEFITRE WV
ETdhs (7,311,

S RIAEDILNA R E VG S ITIE, ¥y v THICB I 2 RIEREBEEORBIZ L 28 REEET 5 06
b b, *%Lﬂﬁﬁﬁ@ﬁm’mlﬁ%b\ TX. 72, S THEMEEERELNORZEITN U THMIZNE W
FEEIZX Yy THORMEREBEEIZELS Rb2EZ6N5, PBTTT 2€ET7 )WLz a ARy 7 KD g
i1z % RIEIRE S DKIEM DA E X N T WS (X 1.9), PBTTT (g = 7.3%) D¥E121E FET
Lo THEAINDF Y ) THEE (~40 T/ =2 1AD K=V, ~25x101 cm™3) TIXREMEIREIZ T =
WIMEN Ep RPE Y EINEZEDRRINT VWS [32], £z, RERELRSALTVWE T XL —IRIEER
DIANF—EDEEDENICKRENZD, FEEEZETIREBIZF Y ) 7RI NE 2 IHIFEAY
BrWeEEZOND,

s REOILN, B LUCEVEIEREBEEIC & > TES T EEARTIEMER KA1 VNI WTE
NY RMEBEDOFEFIZHT O NTVWD LEZ SN, A TGP T 0 AEANIC & 2 X 674 2 HEHIH 51
FHEEAOBMALN FET 28513 53 RMEEDEFIZIZTRkD SN 3,
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1.9 #BERBAMOANEEFREDER, PBTTT D1 AX Y 28T B85 A — X2 AWTEHE
SNz () EAPEOINERT g HICH T 2REEE DS [32], BN EEREBIZE T 51
BIHO Evpgy PO DT R VF—EZHLTTEY hEnTWwb, (b) &R0 2
T AR Y I DREFER(d) 1T & > THIE LS N JFERE Lrys OHAFE (7], #llo = 300 ¥ =135 1
MMHE/EH DR tg = 150 meV IZ & > THIE LI N T WD, £/, g=10% D 7By bFIZEROT
INF—DREINET L UTERRINTWS, PBTTT D 1 ARy 7 ORAMAEL 51X g=73% L R
BboNTWa, FETIZB I 5F v ) 7HEIE ~25%x101% em™3 TH 5,

EWVRTERBEENNY MEEOEEAE2 G2 ERFENTHLEHE I, AF vV T7TEELELT S
R—VE 22k > T Ep Z2FEREEDRIEIZY 7 FIREZ L TAY REERERT L HETE5, 2
Dz, bR =27 [33] %1 & Uik E AW EBLLE N -V 7 [34] ORI lEN TNV S,
EIAMR =¥V L o TED T LEROEBREEN X S IZFL I, FBEREBEENINT 22 &2 —
BN THD, Fv ) TEEPGVIZEBIE LS RA2MEAPEREINTVEEDOD [35], @mF v 7T
FIZBWTHFRy ¥V T EEOBHAOANRE SN TS [34],

1.5 FPROEMEHRE

A TPEREIR -V ICE2F vy ) TEEOLFENELTH Y, HTHRENIL > THR 7O (2
LA MAE RO ERHINTE 2, LALEL S, MFESERAC VAW T Ry VS
REPRERMTHE I EPRINT VWD, NV MEEDPEB L TWARWEIK & U TIEAESME (g < 1%)
L0 EHIEFIZREVHEGE PO N (g > T%) L EWVREREBEEIZLS Ep DY VIEOMENEZ S
ns,
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10 FH1E 7

DF B OB D S IZH MR O IR, S OB U THMIC ) FRIMEERZ K& T35
DNV MEEE2FHT 5720048t LTHEZSNS, TITH2HETIE, PBTTT & L TEHO
SEEMEDM B B X OB r ARy R X 250 A EAEH % 528U 72 poly[2,6-(4,4-bis-alkyl-
4H-cyclopenta-[2,1-b;3,4-b’]-dithiophene)-alt-4,7-(2,1,3-benzothiadiazole)] (CDT-BTZ) iZi£H L 7z, =
B M & iR TR AR IE RO F v ) TR AR R T d 508, ISR O 2 50 A )
THEBNEEES &S TEERIIMNELTLUE S, 22T MRS NAERAERERR &\ S 21O S A
XN D EBEIC B W T EHOR M Z 1T S BARTFIE [36] 2 #H L7z, CDT-BTZ Ml % fH\7- FET
VR, NV MR Z MGES 5 72012 Hall Z5RHIE %247 - 7=,

£ DDAV RMEEZERT 52008 LTIk, R—ErZIc&dEnFxy ) 7HEEDFELIC
ko CTHERER filling U, Ep 2EEMEREBOWNAT T VT EZ e EZLND, TITHEIETIE
PBTTT M SO S A 2R L2 £ 2RI YV TEEOME N -V 72 EBT L FEEHE
U7z, KT, WEORE AV ZELE T IR S NI ZEEDE W T =4 v 2 HEEIERL T R —Y Yy 7
WHWARZEMTELT A VRN -V T WS FBlRFEEZMAE L, BAETIEET Y TEE
BT Sy ) TEEEZFMET 572012, ESR, Hall $15H, BAEGRIRIE 2 H VT Y R EEES
F OB TREBOFHHIZEOMA T, £z, FYVTEBEICEETHD 1 AKX v 7 FALMOFAM %2 X KRHEk
FLHIEIZ L > T o7z, H5ETIE, PBTTT #EICBEWT EDREDBEENEEL > 20 %27l § 5
720, ALFE R =y 7 I NI ABEORERM 2 G U 72, AEOILN R TIET 3L F —HEALIZ
Lo TREBOREMENELRZ Z L EFE L, REEHEOEH VT o)V I¥MIEDF ¥ V) 7 OBEE % 1L
PRV EBRMEEMAGDE D I L T L 72,

INSOHMOMAEEL TEN T 2LEEKIZB VTN Y NMEEENERT 200, EHTHEIEED
%% v U T EEREPETREVRBONDONEHEMRT 5 & & 12, MG 2 OBz OV THER
T2,
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DAY AW

AIEE T, MEAMEOILN e BWREIEREEEIC X > TED FREREETIIR Y ¥ B8N
MK THEZ a2 Uiz, DFRFOBUE S ZAMMILNZIH T2 22, BLORERERE
AL FRIMEEAZILNOREBIZIS U THARIZKESLSTE2ZeR”EZISNE, I
B, NF—ModnwE /) v—T7 77 2—Momne /) v—2LELS L0 FHENEHI N, Zhik
Donor-Acceptor (D-A) B &7 78R L IFIXN T W5, PBTTT 7% & OSSR EHI B W T H & 718
BRUNS D FEEDFET 205, —HO D-ABES T LEERTIEZ 00 HEBHZIH X, E8HIEFE
M2y 74 A=2arvizedZeRMonT W5 [37], ZAMOR 7 4812 & 2 iR kI EH
DRUNDFLEEZBLZTEI LS, ZOFREOERPBEBEEOHE TH 2 AL HERS LTV
% [37), 7z, W a AZ v 7, T2bbBWAFRIME/ER %243 % D-A BE S L8R #
HINTWD, & IAMWFHENTH FRMEIEH ORI EEMEP R <, Bif& B A 1 »13 PBTTT
FEREKIFHELRNZ EBE W, ZZ TAMETIEFEM R EH LB A Xy JHEE#E2ET 2
D-A B8R CDT-BTZ (23 U T, MNEE Nz AR &\ 5 D F O HESIZME#E S N EBREICE
WT EHOE AL 2 1T 5 BEFIE [36] 28R L 72,

£3. CDT-BTZ O#—4 1 & U TONEKREVEICBE$ 2 M 2 0] S 52 5 72 12 B LB EE
(DFD) G2 W24 ) I~ — 2B 2HE DAL 0 X EH MOl % 17 > 7z, CDT-BTZ #EIZ B
WC, SBEEOEBICEETH S 1 ARy 7 HE#H L 2 OO %2 GIWAXS JIlE 12 &> Tiro
Tzo T35 OFMTIFMD E D FFEAR L K AZ(TS5 Z £I12 K > T CDT-BTZ ORHZ S M2 L TV
<o CDT-BTZ IZ5 U T4 FHEFIAMELE X v 2 IS -k RE Rz 81 2 EHE L7 v+ 2 % H
L. FET B#E%2 5 > X AR iR, X 5 I2B8EIE OREKFAMS & O Hall 382 HEIC & > T
¥ U TREEME O 21T 57z, DLEOH Y MAZEL CRBEIE 2 ERT 570 h B o Fi%ite
TR AFEMIZOWTHERT DL L HIT, @A T LEERO N Y RS2 RGEET 5,
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i
b
yil
i

FRES TV VAR BNV FREVED FGE

21 B DABRFSAYTHER
211 HFELTOREY

B TIEROBESGHEBIIBVWTIER DT/ v—2EHEATHHE T TR, BA2EEOE/ ~—%2%
FIZEA HES) T5ILPAHTHE, NF—MHOHRVWE/ v =T 7 T R—HDMNE /) ¥ —%
HELHETNE, DAMESFEERE2AKTEILLAEETHE, 2D D-AMESFHEBEARIIBVT
EREBIEE—DE /) =@k ds 24, NF—MBLUOT727 72— MDE /) v—I12LoTHE
I NDEBPUEIZLDN S Z WMo NT WS, TRLF—MEENORLDE RF—EeT7 72X —HDE
J < —HENRKT 5 2, X 2.1(a) i2RT & 512 HOMO, HOMO-1, LUMO, LUMO+1 O# &A%
HDHVITEFTHIBWTHMAEER T 2V F—HIRICER S N G5E0H 5,

(a) (b)

Donor Hybridized Orbital ~ Acceotor
LUMO+1
LMo, ~
' LUMO, 5
LUMO S
O]
e
HOMO ki
HOMO, o
‘ HOMO, = CDT-BTZ
HOMO-1
PBTTT
C12H25 1 1 I 1 ]
© C.H 1 2 3 4 5 6
1021 Photon energy (eV)
C10H21
o,

IIDDT CeHys
CDT-BTZ I PDPP2T-TT
C, H

100 21

Cc,H

127 25

2.1 D-AEELSFHEERICEVWTERINSEXRNEE ZONEHER, () NF—MHE/ v—2
TR TR—MET ) —IZLBBERPEDE K, (b) RV F4 7z viFEEke D-ARESFHERD
WIRUX AR Z R v, B & () D-A BIE 5 72 EARD 4> FHEE D,

-

DI EIFTHIFEINART S EERTEIENTE, RF—MWE /) v —DANS S5 PBTTT A5



2.1 5 D-A B E) T REA 13

—OENYE =2 Z2FDDIH U, D-A &S FHERIIEROE -2 2HT 5 2 L0 5 (M 2.1(b)),
Z Z T D-A &S EEA DR & LT R —1D thiophene X thienothiophene DFEEARIZNF L T, %
nNzh7 7 ¥ 7 X —MD benzothiadiazole % #l A& 72 CDT-BTZ, isoindigo % fflA 4o 7z IIDDT.
diketopyrrolopyrrole % ffl& & 472 PDPP2T-TT IZE 1 B HBINANRTZ MILERLTWD, ZTH5D45
FORIEIEX 2.1(c) IR L TWS, D-A BUE 78 RIZ RN SEIRIE & £ D 72 O 1 AR BUR G a it
DB WTHRBAFEDPHED 5N T E 208, EFEITIE FET 2B W TEWE TP — L OB EE BRI
INBZEVHESINEHEEDTVDS

Xy )T RBIZEETHHEEOBIAD S D-AMES T EEKEZRZ &, fERAVWONTEZRY F
A7 VHEERE LU CEHOFHELN S OMEINFEIELTED, 2OZ 30 TEHIFEE»S D
REINTWVWD (K 2.2[37]), PBTTT FH5EFER DM D U O EERELEHAREE (0°) ST W5 I
KRAUNEBORT VY v LHERO T 3L F — (0.58 kealmol 1) © 2 f5FEEE TOMTH B DITH L.
D-A B & 54K IDT-BT (M 2.2(a)) TIZEEREDSHEAFEEIZELS, AUNHEBORT ¥ vIL b
RKEVWZDIEIMERR NPTV, 7 MEHORQ U NITPEDER D 2 KE HEHR S 720 [38]. Al
EMATZFHNZDFIZEVTEF Yy UV TBEHENEGS R I EAEMINT WS [37], FHMEICIFKE
ma=y FOMAIZ KSR UNEHOHIER, TN OISR E O D (2 KT 5 i AR
B B ENRFLELTWHEEZOND,

(a) N/S\N CieHy C, H

16 "33

(b)

Energy (kcal mol™")

25 50 75 100 125 150 175
Angle (°)

2.2 EMTEMEOIME 7], (a)IDTBT 4 TG, (b) HEBO ~HfIOL(LICHT 5T 3L ¥—
DEAZHE, () D TEHES I 2L — 3 3 V1T & 5 X BOEHE DI ORE T,

. HTHHEAERCEETH S 1 A%y ZHEMICERT 5 &, PBTTT 2853 % ~3.69 A[31] &
DHKE 3.57 A 72 & DfEN D D-A BEH FREATRBE SN T VS [40l, I VA7 7 —FHe
LTERINADFRMERERIE 7 A&y 7 MM OHEBEEIZM N, 7 A&y 2 MEMA 36 A X 3.7A
DEETH>TH ~20% L WO LRI KR EREDEL B Z VR ONT VWS [41), BB, I E TITRH
EINTVSENTLEED 7 ZAXy ZMIEMIZZ S 7 74 MZBIT 5 (3.35 A) K v idkE <, Hik
BRI R R EDBMEH L TWE Z D005
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14 H2E BHRMEN T VIAREANNY RMREMEOFGE

212 HEOtREEEEE

PBTTT % £ DR Y F4 7 = Vi BKOWEEIL 7 = — VLB ICMES T R A V2 BT 50, 7=—)
DEBETIEY—E Oy ZWEMEIZ L > THTOHREIPMEES NI RPEETHLLEZAS5NTY
% [42], WEREETIXBELFIFRE 231 5 & 5 12 H SR EMEE X 5 A, PBTTT O AIREAN DS 1T
Bl Z2 1R 2 E B EGEHE (Differential Scanning Calorimetry, DSC) (28175 ¥ —2 2 L THEEIE NS
(X 2.3(a))s Z DWEERAEZ T 02 2B W THMBIIZIEHT 5 2 & TR Z A WHEBITHIZ 2 Z &
LHHEETH D, AL LU @S THEER 2B WTKRY F4 7 = VBRI T = — VI Z g &, <
2R EHEEAEZEBHTES Z EAREINTVWS [43], REMIZBWTEWIMMEZEHR T 5 FiEE U
T, EROESEREBIZBWT I Y UM Z i FIEIRE TN T WD [44], 72, @IREBIZHEWT
B0 BB & A IR AR LTS T2 AR RESINT WS [36],

(a) (b)

0% PVP
G
2 o LC
3 polymer
m 05k
§ __________ =1~ Alignment
layer
-1
15 ‘ ) ) Source/Drain
"o 50 100 150 200 250 300
T[Cl
(c) (d)

Rotating cyclinder
covered by a cloth

Oriented
polymer film

Moving hot plate Substrate

X 23 WRMEEFBALAEZH#HER SO, (a)PBTTT ® DSC HIEFEE [6], 120~170°C DY —2
PEERAIDR S A A 7 F v ZH, 230~260 °C DY —2 037 1Y ba ¥y ZHADEBIHY T 5 [42],
(b) BLMEM L2812 7 =— VALEIZ X 3 RO R Yo A [43], (o) IRy Tt A0
BRI B & () FER S N7 R O R BB BIEHER [44], RIE T €V 7 [lAERT,

—HTIELALD D-AMES FRERTIEESEEVHERINTE 59, DSC 25 1) % AR G
BB 2 —2BBHINZVI L%\, 72, @HEIZEIT 2T A SHEEORBIERENZ &2
GIWAXS FDHIEN S5 REINT WS (K 2.4), #lZIEIDT-BT Tld b — DA E 45 PBTTT 72 & & b
LU THSDIZIAL . edge-on & face-on DRLAIVES o 72REBTH B Z L3005, 7 AR v 7 EliHEE
AN T 2N — 3B N 26 I 7 I iFBEREBEZERL TV EX5NED, HHEE T
EIT 7 ADFREZIRETH S Z EWRBINT WS, UL D-A BE S F L ERO IRV EENE R,
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PEEFHWTLF IV AEOEANR—~KNTHZEEZOSNS, BB, I EHWVT7IILF IV IZEEME DR W
D-A BIE S FRER R BB T O 2 ATHWA72OIZEBEAINT WS 720, A & ek &y 2 W29 5 5
TTFHA Uhkd 53 [40],

~mmmm—mmmeeeeme e wMiCYSalline

RRa-P3HT

3D amorphous

2.4 GIWAXS BIEZ LB LIRS, [T] k4 2@ FEEEICB 1T 5 GIWAXS JlER KRB SO0
FhEiE, D-ABED FHEKIZIE (D-A) XKLL TWD,

FEME DRV D-A B &0 R E ARz b 2B MENTE D, #l& L TIE 100 nm A7 —
IV DIEREG % 6 2 5 LB W THIE ST W % HIfE S 5 F1E [45,46] DMEESINTWD, K b —fiya sk
WEAWS ZENTELFEL UCIRBEEIC I 0 E U 2 EBICSl ) 2 T 2 FEFRREI AT
5 [47], & ZAD, BEIZOWTIEZERED EHH» S 1> TE 0, FET KEIZ AR TH % face-on fid
MUZBENMER I NS Z el InTnd, 278X FHMEEEFAOXE WES - EER ORI
D EREORBMNBBETHZH, T ORBALBEBIS LT ED LS ITEMAT 2 0ERLBET
b5,

22 RRFE

ARWZETIE D-A B @3 PRI B W T EHOFE M, M0 FRMEEFEAZERT M AXy
I MRS X O edge-on BLAID T A THEEARETHZEDBMBIAZ ) ==V JORMEL L TR Y THE &
2T, TOEIREENS 36ARED 1 A& v 2P X O edge-on M %2H S5 Z & DS
NTW5 D-A 5 718K CDT-BTZ [48] (27EH U7z, AW TIES FHEEICE T2 7 VX LI R
M-C1Hzs TH % C16 1375 & V-CooHyy TH S C20 N FZ VT W3S, CDT-BTZ IZMAD & i3
5TNVFNVEEELTED, THE—BINTIIHERABRIRIC L 5 T o A%y 7 ORHEC AL % 35
RUPTWEEZEED, LA LARH S, BERIRGTEESILIEE WNMR) JIE 12 & > TRE 17z CDT-BTZ
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DOELERRESE (X 2.5 [49]) I2BWTIE, TIAFNABEIZ LR 7 AX Y ZOHEIZNZ 5N TWVWSZ AN
T ARy RN S RBINT WS, LMD FHEEEZETEINE ) =472 0 D7 IV FILEHALD
%\ IDT-BT (X 2.2(2)) D 1 A X v 7 [EiE#IL 4.1 A TH 0 [50]. CDT-BTZ & LT AWML 72>
TW53,

@) (b) -
Heterogeneous
Bottom Layer Packing
-0 AR con. RR s BNE <cs. RR % ¢ i

Stackin
g\

Top Layer

2.5 D-ABENFHEHA CDTBTZ[49], CDT-BTZ @ (a) 7 FHEd. B L0 (b) &=kt NMR
FOREINTVWENRYy U TG, RIETIVFIVEHTH 5,

ARFZETIE &S CDT-BTZ 2 22V T, BEBEDIA N Y P EHOFHPEIZ DWW T DFT G5 %
FHWTHEEL 7z, W THBEICSITIEERMEE L LT r A Xy 7 AN %2 GIWAXS HIE I XD
P L. FET BIMEICEETH 51 A4 VLR T > ¥ ¥ L (Ip) % 6E 7 INE 7 Yt (Photoelectron Yield
Spectroscopy, PYS) #HIE 12 & > TZFHMli L 7=,

EHTEME & iRV TR BRI EEN 2 &0 TRERICN 5T 5720, COLS5RBE TR X%
WS 0 EEERE ICEERMETH 5, RAIZETIE, MBS N2 ARRE &\ D 257 OFHESI DM X
NBEREIZBWTEIAME 7 a2 2 %247 5 WETFIE [36] A U7z, MERE I N #EIZ DWW TR A E P
WS OREM 24T o 7z, FdFidZz -\ FET Z/E8 U, BE)E O KRFMEC Hall R HED» S F ¥
U 7RISR O T 217 5 720 AREHICIRAHRIZBEVWTHWD ZNZNDFIEIZDOWTHMHEZITS,

221 GIWAXSIZ& D n R4 v 7 B

1B CEALELSIC 1 ARy 2O EBIERILI T2 IF 2 RGN T v ) 7 I aE s
B LAWEINTVED, TOMMIEF v ) TEREEIRT 5 LCEELFIRL RS [Tl 1 AX Y
ZIFAEY Y a— METIZHANLGATT VXA LIZEALTWS 720, KED Hr S X e AR U7ZBRIC
Bragg OEHIAG 723N 2D AL VIZRERD T —HTh 5, £72. @0 T8RO AT SR .
M LT b, MRS 25 2 e MINTH B, T 0k > R » 5 AT LB
&AW GIWAXS HIED S 71 AR w Z O FEMMIZ DO WTEHRZZ4T S, B@E O X GE oM & 135
EORFAECBI2MEEZHET 2T AT/ X —%4B8T252 L TARZ MUVERBLT WS, —f.
GIWAXS 572 ¥ 0 X el T 13 5 S8k 1 0+~ T D 5 FC [l U 7= X 6% Tk e s L 7 5 1
FOR—DYE TRV THEERTS, MEBBHIC2TOHATHEHTROBENEI NS D, KVBED R
R MLVTHHIEDNAREIIZ A 2B AR H 5.,

X AREH B & O X BEGELIE 2B 2 €= 2@ 51, JIEY > 7OV B 1 5 I O R ks &5
R OWHAERS Z LN TE S, FEHFRBUTKE L 20— 2RO M4 & L Tld Sherrer DEHRRD S
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KOONBAEFY A XL BHET 25D, BIRENCHRT 2T EHORES 0, Bk 728 EK
EET DAL VOFIEICHET 2L DO0B T oNE, BB TFEMEET L RAC v ULTEHIZ
X, FENAE I B W TN &M T e RAR D562 EN Y TIEE S, Scherrer DR % LARIZ
R, -
T
Lo=" -
ZZT, Leldae—VL YRR, KI3@% 0.8~1 Offiz & 2KA T, Aq Bl I 7z ¥ — 2 DAl
2§ (Full Width at Half Maximum, FWHM) T 0, fEfz2HWZHEICEWT Lo 38EHS 71 X
MY T 5E2EZ6N5, Bl URBHREUTKATE U 2wk & BlC, BIEHREBUCERIE S 20 & LT
cumulative disorder (Z & % H DA EEIF 515, cumulative disorder & 1%, FE\WFREEIZ 1) 2 EIAME I3
RBEINBED, REHOEEN LN TWAIRETH 5 (X 2.6 [31]),

(2.1)

non-cumulative disorder cumulative disorder

oS (CaS A -4

1 bl Al

\
D—¢

B o =) 9 i

2.6 Cumulative disorder DB [31]. non-cumulative disorder (3ZRH 12 &k 24 FEH D
5ERENHYT 5, cumulative disorder TIXEHEEP BN S IFE Ak =y P BRETZIETDOT 1
VIS DR 2T WD,

FWHM (Z [T IR EUAMRAT§ 2 sy & A7 U A W DSIRAE T B 55612 1E, EE DR D [B1 37 H> & b
ZAORITNIER SRV, BHFIREBUZHKTE T D cumulative disorder DD DA LEINTH 5 L RET
e —ROEHTE—27 X0 UTFTOX%Z AW TREMMEELN DR (paracrystallinity) % RfHdH 5 Z & 3T

x5,
B Agq
g=1 / _2nq (2.2)

Z 2T Agq & U TlX Voigt B % 72 1% Pseudo-Voigt BA%( 2 AW/ 7 1« v 7 1 > 7D 53R 72 FWHM
HWwoshd, EOFRERO r ARy ZAEIZE 12 =220 TiE, BRI ORI % FH <
7-WE%2 5 & cumulative disorder (ZHK T BB LEWMTHE Z EWRINT WS [7,31], TD7-d,
NQ@DIZE->TEEINDG gHELET S LIZL> T, &0 FLEREFICB T 2 AEEORE %
WD ENARTHDEEAOND, 4B, AMIFRTIH0.2° REDAFAZHNTHIEZITOD, Z
DEMATIEE D FLEARER (30~150 nm) DFEA S AR & DR 2Bl L T\ 5,

222 PYSIC&BAAVIERT Y v ILDFEH

FET JI%E TIXEEEMD SYEMRIZF Y V) TRIEAT S0, REBFEAREZET LI ENREFL
W, ZAUZIEREELRD HOMO N Riii, bbb A A VbR T > v (Ip) WNHIZHAWS NS Au &
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W57 72 AFBETH B I L (~5.0eV) BLEFE LW, PYSHIETIEK 2.7TIZRT LSty b7 v Iz
BWT, Bt TR A E RS U 7223 5 8kl & ) ¥ ZIREMBAROB 2 0BT 28
e UTBIT 2, AR LEEEED I[p LEDOT XL F—%2E> TV AEAITHETHEL B0,
BEAKDZ RV F — by 25 UZBOERMEDONL S EBD 05 Ip 2iHlisT s Z 2N TES, VT
DROVIZT A+ b RA A= R 2R U THIE L 28R, ThbbEMZ 0 DARN T + b VBTEIE
LEMEE B L ONNE y LEHIND, HIZIEZREDORTIE Ip BB VW TOREBHEE LT
INXF—D 12 FIZHHITHEBEROL DT, ¥y & v BREFOBEBEZRHOZEAMSENT WS, K
CABD FIZ20TIE—BRIZ y B o v OBIBRABIHIE W TH Y, y2 2 v ictLTFa Y b LD
EART 4w T4V TIZEoTE EBNDDIETH B Ip BWIREI NS [61], Ip IZFMLL TH D HOMO
HERL & SR8 B 7D IZE T2 B 1) 5 Cyelic Voltammetry (CV) S WSNB5503H 5, LU S,
WIEIZ B 2 T AN F R IFESEREICB I 2 FHOREEY 7 ARy ZHEMFEHOMEL2 %) 5
7z, CV Lg% & PYS HIED S AVERRD F N1 2R MEIC 82 RIFTWHEZMEL TWS &%
AT,

hv

ring-shaped
electrode

100V = \

e

Semiconductor
ITO
glass

2.7 PYSHIEDEY N7y,

223 RAEXKALICETZ2SERAESEKEOER

EEHORVEEERE N 7 A Xy 7 HEMIEES TEERICBIT 5 F v ) TREEOBATIIAER TS
B0, VAMRMEX 70 AN AR 2 HIE CEREEOBRWVEE S FRHICASELTLE S, I T, AW
TIEYMEECB VTR INTE 0 FOHEESNEZ 0 2T WINES Wz iAEn LB 2Rk
FHE (X 2.8 [36) ITHEH Uz, ZOFIETIIMEI Nz A A VRO RE T &0 B8R B U,
—Wl NI E EME T 5 2 2 & > CEMEOEFA U 2R A2 (E- T 5, 20 EEMEA & W IR RE I
BWT, D, BT OERANDBPEENEZ SIRWVIRERKRENIZE T2 702 ATH 572017, HEEDHR
WHEITH - TEERE 2 AT ARMABEEZZE LY T WEEZ NG, £z, AFECL > TER S
T B W TED TR edge-on it %2 £ > TWS ZERMEINTEY [36]. ZHIXFETIZH
3%y ) TEEIZERRERTH S,
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(@)

' “spread” “compression”

ionic liquid semiconductor

solution polymer thin film blade aligned-polyme

thin film

X 2.8 A #VEAEOKRELICEITSERIE [36], (a) b 70 ADOBAK, @H L8 ARERE
MmNz A VIREEICH T2 @ HE2EE EICERT IR TE, TNEEMT S & T
RO E S EHZR AL T 5, (b) I - S0 TR A VRO R IZ BRI EE I 2R

FlrEO-MBIZ B WTIET, BEMEICBVWTHVWLONZDO LA U A 4 VKR TH 5 1-ethyl-3-
methylimidazolium bis(trifluoromethylsulfonyl)imide (EMIM-TFSI) # 1 cm O GEH b 7 7IZHEE,
INE 120°C Iz L7248y b 7L — b BIZEE L7z, i\ T, CDT-BTZ % o-dichlorobenzene (ODCB)
12 ~0.02 wt% FEEEVAMR X B /2Bl & 1 7 VAR DRI~ U7z, #E 1% 10~20 uL TH Y. CDT-BTZ
DI3F & UTIEM 25 TRT TV FILHIEHD R 23-C16Hsg D C16 43735 L O-CooHay D C20 43 1% H W
TWd, BITMFEIIBEWTHESINTWS K ST, Kl - FRATHRILF—DORRIZE D CDT-BTZ i
A A VAR BT BRI T . IR A VR BT T N, T OEIIR A AKSE il A — R
JE (1~2ecms™) THEIT 57727V — MZ &k o> THEOHRA 10~20% 12725 & 51X EME 21T 5720 2
DJEMAIEIIEERANIEE T 2 Z 212 & o THHMEX FET (I WS Z e TE 5,

224 FET D&l

RKFRIZBWTHERT 2 FET OBMEX %2 X 2.9() 27T, Si0, W % 1H,1H,2H,2H-
perfluorodecyltriethoxysilane (FTS) @ H & #l##i b H 43 712 &K > T HE U 72 Si/SiOg H i %
W, ZORICESTHEERD T VAL Fa Yy 7F v A MEZBIE, H D\ IKEL IR 2 {9 585G
UZze BRFBEIZ DWW TIZHIERITIEAFICEME T 51 4 VIREZI D RS BT £ M= M VLI ER
~60 °C DIRETIREL TW5D, 0B, 0K D RRELIIXA & VAR 7Z 1T T #EPITEE LR
ERBOVRICHFS T KR EDAMP 2D R T e BREICHESINT WS [62], Fay ¥ ¥ X b
PED B S K OB A B OIRIEMIEEZ 21X 200 °C 2B 1T 5 7 = — VI 21T 5 72, ERIZIXFEAMTH 2
2,3,5,6-tetrafluoro-7,7,8,8-tetracyanoquinodimethane (F4ATCNQ) IZ#tWC Au %> ¥ NS A7 2@ L
THE U7z, BFAIEO R M E A Y > 7L (X 2.9(0) TIRESHOE A AGH L ZDEEHFIZS T
LIRENHETE S LD ITEMEFEL TW5E, KD Source-Drainl 12317 % HllE 23 F Bl A & AT,
Source-Drain2 (2 5 1 2 HIE AP EE SHAIHY T 5, 48 #lE % Cryostat ¥ AT LIZBEWTITD T
NA A (X 2.9(d) 2 2WTIEF v RIVIEE 2 I EFH T 5 7~ O 12 Yttrium Aluminum Garnet (YAG)
V=P = &> THERBED NN R —= > 7 %7, CYTOP 809M(AGC Inc.) # A Y I— 52 LT
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20 $28 ERMHENT VYRR ERANEAY FEEMEDOFE

B AL 72, B, PEAREEEES K OZFNLEO FET /8 7o+ 213 Ar FEATICEWT

To77,

(a) Vo .
Sou rce N Drain

Ve =

Insulator

(c)

Drain1 Source

Drain2

2.9 (FEINLBERURINS VI RIOEE L BEMER. () FET #iEoiXX, Si/SiOq Hik %
7— MBS & oM e U THWT WS, MO RMIE FTS-SAM [ & W EflishTnd, V—
A RUA VIZIREEME X O AM O FATCNQ 2MFHENTWS, (b) Ray 7¥F v A MEZ W
T I N 2 I FHIZEA FET. (o) BlrE%2 HOWTER I N2 AMRER FET, (d) Bz v
TEHE X N7z 4 5F31E M FET.

225 Hall shRBIE

Hall $1 R HFED S IXEHZRIZF v ) T OXFEEFIZET MR 2G5 0NTE 5, HEEIZERZIKL T
WA IRRE Tl % IR QA AN EINY 6 &, @b 2N HHE TRy Y 7IZide—L Yl
PMEMT 5, Z20oa—L Yy hHzaH5HT L5 Hall B85V > FIVEHNTERE ®BEHANIZED 5,

ZOBBRIFATD XS 1IzRI NS,
eEtn = evB 2.3)

ZZTeldBELAFERE, Egap 13 Hall B, v iZF vy VT7ORY 7 NEE, BI3ESGTHS, ZOR %M
PEGTHIERI 2ETHRIERTELUTDESIZREINS,

VHan = RganlB (2.4)

Z ZC Vyan & Hall BJE, Ryan $ Hall {28 CTH 5, £72. Vigan OBHNZIZY > FIVEHNOER & TEH
HENZBN B EIE Vigans BPHWV S, ZHIEK 29(d) 1I2B135 Vi-V3 L L TEREI NS, 7285 Rygan P
WIE Hall F vV 7EE npgan EEBEAFEE e DFRIZHFEL W,

Hall iR iZn—L oY HAMERTAZ e 2RHEE LTH O, ZHRANY RIEEFx v ) 7K D D
NRY ¥ MEEIZHESTBRMEAEUEZF Y U TIZOWTIRER D L7278\ [63], AN RE@RIZBWTF v
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) 7Tz IEN 572 Bloch & UCHRAE->THE O, ThDHEEL2 S - CHEEIT 3, BT ¥ TR
WETIZBIFANIN T VIEMTO LS IZEHRI NS,

H=

P (2.5)

IITmt RAEMER, B REEEET. ARRY MVERF UV v L TH S, Hall IRIZFHSICH VT
B AD—&kDHy 7Y 2 izdk L, Bloch i LTHIRAZES v ) 7L Ta—L Y hdMERT
5THUD, ZZTHRY VI EEIZL > THEINS[BELMLZF YV TIZDOWTHER DS, ERITEHE
fbU72% v U 7 OWEBEEIZEEROREBTH O, ZNEWHIETT 2RO LEDETH L, TD
B RPEHEZERTDHILIFTET, BEEOEVF ¥ V) 7iIZidu— LV oY AWM ER LW, Z
PUIRAE LU BB OMNENEE S Z LIk > GEFELPAE & 75 e FE O IR & bf%@ﬁf’é

THILENTES, BURZFHALZRY €V 7 DOBRIZE VT B IC & > TEBHLPZ(T 25
NHcMN, ZOFGIXREBMED I A X MY =PI 3 )X —HEMITKFT 5 [54,55], ;mbwﬁim’w)\
B LAYy E U T EEEOF ¥ ) 7264 U0 % Hall IR IE NN Y NMEES v U 7 L IR U TIEFIT/N
X705, Hall SIERAHHE 7R & IR LU THN S E5 % Hall factor a EE&HET 5 &, ZHIELAT

DEIITRINSD,

Ryan = ai (2.6)

nE¥F YV TEETCHS, FET ZHWZHETIEEARANBRIZL > THEAINSEMEE enprr =
CVg-Vi) 2 ERIZBWTHWAZ N TES, ZZTCREMAEBDZODF Y NVEX VA, Vg I
F—hMNEE, Vipn 3F YV TEAVREEZNS EDXDEETH S, Hall factor 1ZF v ) 7 OIEFBIEL®
I — VYV ADOREIHKET S Z L AEKEERICBVW TSN T WS, F1ETIEILT L U HEERIIC
T Hall factor 73 112722 Z & 2N U722, HIAIXEHELGES) 22 & O 0 TRENZ & > T B0 &L
D, BEUEF+ ) TOERBIEALYITSNE RV X2 TIERIRIZE TS Hall factor 2% 0.5 FEIZ742 %
ZEPHONT VWS, ULBULRAS, JENHMPEREDKNIZE > THHREVIIZ 515 Z & T Hall
factor |3 1 (ZEDWVWT WL (M 2.10 [66]), Z D#FEHIA 5 HHAFEEERIZS 1T 5 Hall factor 23F v ) 7
DAt —LV YA, $HOLOENY NMREROREEZRLTWS Z EHATE S,
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(a) ’
’ fully coherent
1.0 b-- '{ ™2 %7 7 7 charge transporf
S 0.9 ' = 1 GPa™
O 0.8 [, % {
O h“u.“' 7 '-...
: | R ] E
OO = 0.7 } 0.6 GPa #-... ‘
m o l
OOO 0.6 [ { ........ |
T | 0.2 GP&T
05 - } ....} ......... %.

Temperature [K]

2.10 Rr&EVICHITS Hall IRAES [56]. (a) > XL V9 FH#id. (b)Hall facotr DiRE S

S OETIHRAFIE,

BB, Ry Y TEERENY RMEBEDF v ) THRET 2RUTIE. Ay 7 Z8E0x v )T
D Hall B EZ KT 5L 5IHEETSE, ZOXAN=ZAXLZE > TEARHERILNE AT 52Tl Hall &)

ROBNDRNEWNS 22560 H 5 [67],

Ny RZEIZHKT % Hall 1 3EBH X 02541213 Ep BXRTERETIZ RSN Y RREIZMETS 5.
HBWIEEp BNV FANEWERIZAEL TWDEEZOoND, BETIEANY RADF v U 7 OGN
HETH D, BFPH— I Pauli ODHMEIZ > TIREZ HEETE2 7 VIR FTHD72D, TR

¥ — ¥R E DIRRED A X Fermi-Dirac 26 frp(E) 12H¢5,

E-Ep -1
E)= +1
frp(E) eXp( ol )
Ex fHEIZET S fpp(E) DEZKRT 5 LM 211 D XS24 5,
1.0 .
\ — 4K
0.8- — 20K A
— 50K
= i 100 K
W 06 —— 200 K
£ o4l — 300K
02} K -
0.0 ' k
0.2 0.1 0.0 0.1 0.2

E-E. (eV)

2.11 Fermi-Dirac 2% EHOWIR, FEEIZH 1} S Ef (8D Fermi-Dirac 4317 BB D HE,

(2.7

fip(E) W Ep KD EOREREVI RV F —HALE THREZFONIZEED T RV X — kgT ITKFT
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%, 300K DT *)LF—I%~0.025eV THSA, 300KIZBWT fpp(E) IZ Ep 7*5 0.025 eV Kk E W HEf]
TlE ~0.28, 0.05 eV K Z WA TlX ~0.13, 0.1 eV KEWHENTIE ~0.02 D Z KD, D72, Ep ¥
NV RHOEMIZAE L TOWRWEATH Y NI 5 1~2kpT IZAE L TOIIEN Y RIEEDH 5
Hall S/ B2 S N5 LA TE 5,

23 F ) 7IEEIZED B YD
231 OFPESLVHERT Vv ILEE

F9. AVSE0TOX Y ) TEEICEOLWEZMET 52HWT, DFTFIHEICE 20 THES K OE
BHONHMECEET 2 YHEDOMEZT S, D-AMES T EEKRTIEN ST 72 —MHDE
T —WEANREET 5 Z & THOMO MBI NE D, TNENDE /) ¥ —#iED T 3 )L F —HEL A RN T
FTVWBELRBOEGWVINIL B, E5500E /) X —HEIZF Y ) THRIELTEEEZOND,
INEF YV TEEIZE > TARMABRITH 5, 8D D WTFHITT % 72812 Gaussian 09 O 7
027 Lz 1) 5 BSLYP B L 6-31G(d) SLEBI%% i\ 72 DFT 1512 & - T, PBTTT & CDT-BTZ
® HOMO & LUMO DOk &G L 72 (B 2.123,ii). aFFERFITIENEERZHAVTE D, GHHEIA %
BRI T IVFIVBHIIKER FICERLUZRETEHEE21T - 72, HOMO IZ2DWTIEWIho
EOFHERIIPVWTEDF RT3 2EDE ) Y~ —IZEA>TW5 Z e A RS Nz, CDT-BTZ
D LUMO iZ2OWCEH 7272 72 —MDE /) X —#BEIZEZAMHTHI LR RINTNVD, 2D,
CDT-BTZ 13 H— VOZEITHE L 78Rk Th D L BEZ 65D,

— D D-A BIE S FRERIZ DOV THE TN T WD EHOF@EMEICDWT DFT #HRIC & - THofifb &
NP 5 ERT 5, REAFEEIZEWT PBTTT TREEFROMOALNIF LT 9.8 THEHD
IZH U, CDT-BTZ TiX 0.1° KD /NI HRoTWn3E, AHEROPDUNITHEEVN _EEEGEZETSIEE
CHIZ S5NB D, HEBROMOKARIZTEYT 5 L PBTTT Tl 1.44 A, CDT-BTZ T3 1.45A & iz
KRERE NI, F£72, NS DMHEIE—EFS (154 A) LRV EVICASNE —EESG L “EES
D (1.40 A) 1Y T 3MHITELS 2o THE D, WD EOFEHEMICFLELTWB EEZSNS,

D-A FUE 5 TR TIE T B 2B O 0 12 & > TEHEMEEAIEHGERH L LEI 6N
%5, 22T, mfbINzMEZHWTH FREICE T 5HEXR T ¥ ¥ )L % Spartan’16(wavefunction
) 7w 75 LZH W T B3LYP BE L 6-31G(d) KB EHWCEE Lz, FF—E/ v —DH
PO ENS PBTTT IZHEWTCIE n ETVFET L2 HER EVAICKEEL, HIHAEICHEL TV,
—J. COT-BTZ Cld7 72 7R —ME /) v —DEZFT FORANKELATHELTWVWDE I LR nnNd
(¥ 2.12(iii)).

HEBRIIKZBEFE S LOHAREETORENTWVWEL, Ihs ARG IChr1b s HFUIMIH I
BT BRBHTFORPEBHICBVWTHAELTH Y, AHEROBMOALNIZHFS L TWAHHEELD 5,
PBTTT TEEHEDE N =D DKFER T L RER T ONIIBENT, TRTOFEFAETHEL TSI L
7 Mulliken BT DEA SR ENTWS, CDT-BTZ TIRIEIZHBLZFEFE S5 LD (S1-Hi. Hs-Hy)
CELBNEIZHEBE LU ZRFOX (Ho-No, Ny-Syp) BEET B (3 2.1, ¥ 2.12(iv)), 7. Mulliken &
DB IZREBEBUTRAZET 2 Z L B 5N TV S 72 ORI E RN 2 MR TH 55, PBTTT Tl
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i

FRES TV VAR BNV FREVED FGE

FHOFEARDEENIKFET 2-OFFROPD L NICHFET L PHEIN5, — /. CDT-BTZ TIX%
HBFRFOABMPRENI LICHRL, Wi —0 VHEMERICHK T2 ZAVF—2E 255D
FEPRIDFE LD B AGRERENI RTINS, KT NSy MOHE#ICEHT 2L, ZD20D
J5 ¥ van der Waals EEDHI (3.35 A) & W EHISIT/NE K, 2o D T2 #EM LM ENT
W5 ZEARBINT WS, Z0O N-S i T H 8BRS T NI B 1 5 BE M BAEH %R L7zt
SEHEMEDEWMEHI B W THHE I N T WS [39], & D EEWRERICIED FEINFIREREDPBETH
2FZz2 6050, DFT GHED S ITEEME/ERIZ X 2 EHOFEMER EARINTEY, K225
U7z IDT-BT & [[ U < CDT-BTZ & E#HDFHEMEA S WHIER D T THE I RTINS,

@@ . . (b)
O LUMO o grd s isrsaa il it Ss
(i) HOMO  bif g o oY
R R T T L e 2
.. electrostatic e i PG
ii : PO 0 o W ¢ VSR I | S £ P 3 e <
(il potential T B4 mr{.{ 'ﬂ?f{)}fz}w vfz*;‘ 52 e
__________ e
S et Ho S, 0
: o) -
® W g¥etd B
Positive Negative
100 kJ mol -100 kJ mol’

X 2.12 PBTTT & CDT-BTZ4E@ICBE 2D FRES LUHERT V> vILETE, (a)PBTTT.
(b) CDT-BTZ Z 2\~ C B3LYP LB & 6-31G(d) HEBEHZH VW TEH L7 G LUMO & X U
(ii)) HOMO D4k, Gii) HE R T > ¥y B L (iv) FLfHEEOIEKRE, KK TIEBEEL 25
FRODUNIZFLGTEHTFIIOWVWT, EXHEELZE L3R, ACEFELZETFIEIEOY—7B&
UXFTRILLT WD,

#21 RELBEICEITEEHOFTEMEICEES YIEE,

PBTTT CDT-BTZ
Mulliken #Efr 5 R EEEE (A) Mulliken JE TR (A)
S1:0.27  Hji:0.16 2.95 S1:0.25 H;: 0.16 2.65
Hy: 0.16 So: 0.26 2.95 Hy: 0.18 No: —0.59 2.31
Hj3: 0.17 S3: 0.27 2.94 Hs: 0.14 Hjs: 0.14 2.13
N4: -0.58  S4:0.31 2.87
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232 GIWAXS EIE

CDT-BTZ-C16 % B L& E /7 T FERIZ DO VWTRERMEIZ K E K FHT 288G, 7 A Xy J1H
B, B LM EFMiTAHMNTAY Y 2 — MNEZBIT 5 GIWAXS HIE 21T > 72, & 7P
WDOIrZalgg ARy 7Y OMEIR, 7= —I)VILIZB T 50 7 OEEES S WVIREDR S 5 < D mE]
THILILEoTRESIND, LA o T, #EOF MR FMEIC OWTIE T o AFHITKFT 5 &
LTH, 7 ARy ZEFEEEOFTMR S FRIDOHBIZOWTIZFAY Y a— MEEZHWARIEIC L > THRET
hrrEZONG, ¥2.1312 GIWAXS OHIERERE %2R,

2.0 CDT-BTZ
15
<10
.~
0.5
0-0 00 1 ] 1 1 1 1 1 1 1
2.0 -1.5 1.0 -05 0.0 0.5 1.0 15 20 2.0 -15 -1.0 -0.5 0.0 0.5 1.0 15 20
q,, (A7) q,, (A7)
C“‘Hzg /S C16H33 C1sH33
S, ~N
()~ T )] NaY,
C,Hy n ‘ n
(c) (d)
2.0 2.0 PDPP2T-TT
15 15
<10 <10
> >
0.5 0.5
-
00 1 1 1 1 n 1 1 [] 1 1 0-0 1 1 1 1 [] [] 1 [] []
2.0 -1.5 -1.0 -05 0.0 05 1.0 1.5 2.0 2.0 -15 -1.0 -0.5 0.0 0.5 1.0 15 20
op, Gy (AT) q,, (A7)
CoHy
0 s
SO

C,H

10 121
125

X213 EESLTFHEEEXIEYO— MED GIWAXS BIEFR, (a) PBTTT-C14. (b) CDT-BTZ-C16,
() IIDDT. (d)PDPP-2T-TT-OD ® A ¥ Y I — MEIZ BT 2 GIWAXS JIESER & 4 i,

edge-on fit[ % & % &7 FEEAR T qxy HANZ 1 AX Y 27 OFBIMICHRTZE -2, g, ITIF IR
¥ — MOERE T B AAMEICHRT 2 =7 BBl S N H, REBRTHWWZZUEEHO &S 1 LE8KITRE
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i

FRES TV VAR BNV FREVED FGE

JED#%13DH %) edge-on FLAD E B SN T VWS, 1 AR Y 7 OAIIMICHRT 5 E— 21 gy HAD
1.6~1.8 A"l (R IZBM T TV 3,

ERERMEICEETH D 7 A Xy 7 ORI ZFHET 272012, Bl X 7208 E %2 A 5 0~15° O
FCTHEEL., fon/z—ot 78y b Pseudo-Voigt B Z FAWT 7 1 v T 1 V7 %1757z (X 2.14),
BB, Uy MIBWT1I6A I UTFIIRONE TU— RBEE— 2 IETIVFUERE 7 AR v 7 YUNDJH
WMEICHR T 2EHTTH D Z L DBHSNT VWD [27), 7 A X v 2[R L U Tid CDT-BTZ & X O IIDDT
% F\W72355412 PBTTT & 0 &6\ 3.57~3.58 A DEAEIHI X iz,

(@)

b T
‘n
C
o |
IS
§ W\\‘ [IDDT
® N PDPP2T-TT
£
o L .
3 W\CDT—BTZ
g , , , , ) PBTTT
1.0 1.2 14 16 1.8 2.0
q,, (A
(b) (c)
40 T T T T 11 T T T T
3.9+ . 0
—_~ . - -
< 38} -
2 S |e
'g 3.7 - < 9 } i —
o))
o
‘(? 36_ P o N 8_ :
3.5+ .
34 1 1 1 1 7 1 1 1 1
A Q % ) ) Q 4 A
P N I o) Ve N > A
& » & >
2 <x s A
e s))\ \A ‘)s)

214 ZRBELFHEEXRAEYIA—-NEDO 7 R4y 7EHME, () HANGHEHEICHKET 2 E—
7o (b)ymw ARy 7, (c) AN E £T g HEO S FHEREEIC & 5 HEKR,

%22 REEHFEYEKREYI— NED 7 2% v o AP ICEET 2 iR,
Material  d-spacing (A) FWHM (A1) g (%) Ag (%)

PBTTT 3.70 0.092 9.3 0.1
CDT-BTZ 3.57 0.091 9.1 0.3
IIDDT 3.58 0.081 8.6 0.2

PDPP2T-TT 3.87 0.085 9.2 1.1
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Wom A&y ZHEHOEBICIE T VF VB X 2R ABEIRZMZ 5 Z LW EETH L LiFEmS
NTEH, SEHAVTWS IIDDT 1& 7 )V F VO S IEALE DO HIEIC & > TE L8RS LTIV
ARy 7 HEE AT 5 [40], AGMOTLNERT g MICEEHT 5 &, JIEHREDIKE WV PDPP2T-TT
PATIE8~9% FEETH b, ML Wbivd PBTTT & KE K ENBRWI EHS MR -7z, F
7. HUARELNORETONIE 7 A X v 7 BB OR WS 7 TIRELNOREIS LT o TR E/EA
DI NZ KR E 725728, CDT-BTZ 8 & ' IIDDT Tl PBTTT & ik L CRAREEEIN/NS 25
P ING,

233 PYSHIE

NHIZHWS NS Au BRSO K<FEATEIENTEL50eVIEEZTOIp 26352 k1%, Yk
HEEITS ETEBERMBICEEN RO —DTH D, I THMEED FLEMAHERIZ O WT PYS I
EERHWT Ip OFfi 215572, 2.15(a) X FTHEBE TRy 270y FLTWS, 7l Ip MY

LEANDTANVNF—=D5E LR, TRXAF=DEVIEEEML TV & FHEINS, 6.5eV 5
FLENNDRIENTFREND D, HIFREDOHEEE 1x10 2 Pafif) 2 VB I L RUNY 2757
YRHEIZE > TZDOHEBIMASNTWE EEZ NS,

(@) (b)

-2

10 T T T T T T T T T

10°

10% P3HT o | |

> CDT-BTZ > |

10° PBTTT i
PDPP2T-TT

10° IDDT i i 7
PNDI2T A $

10—7 1 1 1 1 E 1 1 1 1 1 -

4 5 6 7 8 9 40 45 50 55 60 65 7.0
Photon energy (eV) Photon energy (eV)

2.15 BEEDTFHEEMERD PYSHE, SfES T HRERAY Y a— MEZH Wz PYS JIEH 58
ME N, AFHUZEALDTILE 12T 2 () IRy BT ByB oToy b,

%23 BEWESTFLEHERCY I— MNED Ip FHER,
BT%  Ip(eV)

P3HT 4.69
CDT-BTZ 4.80
PBTTT 4.86
IIDDT 5.26

PDPP2T-TT 5.24
PNDI2T 5.84




28 B2wm BRURL I VIAX BNV FEEWDEEE

8.5eV LS y IXIRAMZEE U TWAE A, ZHUETIVF LS OB FMENEE 27202 EZ 5N

%o TFIVEHD & 5 ZHMufaE DI 2 & 68 LA S 7255 TR IE ISR U 72 5L ~ BB AT D3
NIAFIZ Wz, fEEROMIZNE LD, ZDXS RFEDLSBRIEIC & 2 HETIE r HE#E
DESTLEEREEDP S OEPEE 2 T3V F—HETOAMEL EL LT TWbEI 6N,
MEInzy D3FEEREZ Ty U (X 2.15(0). TDUE ERONS Ip ZRO-AERO—EE K 2.3 12
FRLUTW5, 728, PNDI2T O n BMEAE UTHWS N, TDIENE p BREAE LTHWSNT
W5, GIWAXS 2 & 5 §Ffin > CDT-BTZ & IIDDT IXFAEED n A X v 72 H L TW5 Z &L AUR
INTWR, FETEME L UCTIERIFR T v ) 7TIHEADGFI NS CDT-BTZ D A2 L TWd EH X
5N %, FEE. IIDDT ¥ PDPP2T-TT 7 & % i\ 7= FET O &4 © 13 miEdiic sk 3 2 L b s b
FVART 7 —H—TDEAPELTED, BEIEZIEL FHiiT 2 Z & IR TH 2 [58,59],

2.4  CDT-BTZ iR £ E#HERR O EC R 57

R £ TIZH—2 72815 HOMO DOIEA D & FEHOFmEME, @B 28\ A%y 7L
ﬁﬁ&[p@ﬁ%%ﬁthUﬂﬂzi””%#%%ﬁﬂthfﬁwf%é % Z T CDT-BTZ i L T
WARRE EI2B 1 2 M X A AL 7 O 22470, MER X 7 MRS O B A 3 & 1T o 7. (R YGEE
PR W72 B TIE 45° DEHRIZ K D IEEABII S N TH 0, [EMEFIZE W TEAED D 2 EEDTEK X
NTWDEZEAHERINE (K 2.16(a,b))e KB A Y MLVERIELZE Z A, JEMICHWEN T A
T — NI AMIZEWTIREEDRRELSRDZ D90 o72 (X 2.16(c), B3 FHEARD IR IE
iﬁﬁﬁ@ﬁ%%%ﬂ?é# \1@%%@%%%iF%ﬁ$V%mf%ﬁ?IﬁﬁMﬁkbfVéit
ZERUTWS, 72, BMEAHMIZBITABLEDZ Ak LTERET S L, TN 4.6 205 EWE
T%D\Mﬁﬁﬁ%vbt#méMto

0.4 T T T T

(a) (b) parallel

s bs

Absorbance

0.0
400 600 800 1000 1200
Wavelength (nm)

2.16 CDT-BTZ E#EIEICH 1T 3 EHE MM, CDT-BTZ-C16 [EAEE O RICHEMEE 7 v A =2
WVBIERIZ BT 5 (a) AL B L O (b) NARL, (o) MYERIGHIE I B 1T 2 ASEDRNIT & BILED I
#%, parallel TidfEte &HFEHDOARHA L TH Y, perpendicular I N & TE[HTH 5,

JR WD BEIER (AFM) (2 & > CHBERT 2B L2 25, VX ARMET S Py ¥ v 2 M
IRRONBNE DR T 7 A NROMEH B X 07z (M 2.17), FIENIRIZE T 27787 7 1 13—



2.5 FET ®%#)E O FHfi 29

FOEDBEE I RATH B0, BIEL7ZT7 74 N—REMPE L 7o A2k > TEREINTWS Z & 98
MERE Nz, £7-. FET TIX AFM 12 & W B %247 > 7= R0 & 13O FE 2 AW T WS Z 2 IZEED %
EThH b,

X 2.17 AFM IC& % CDT-BTZ EEDOXREPIRDELL, (a)CDT-BTZ-C16 ® K1 v 7¥F ¥ A M,
(b) CDT-BTZ-C20 O )T,  (c) CDT-BTZ-C16 O JEHME,

2.5 FET BE)E DM
251 EHABES VY ARBEOLE

RBEY 7%y 2 MiEB X CERAREEZ AW FET ORHEOFH 2 — 3 7 JI%E 12 & > T > 7z, CDT-BTZ
BEATPERE L TREEVBEEZ 7V X LARMREDO FEy 77Xy A MEIZBWTHRLTE D, ##
EHMEEILCI6 D FIZBWVWT 0.7ecm?V1s71(X 2.18), C20 H FIZHBWT 0.8 em? V- 1s71 (¥ 2.19) iZ
ELTW3, A—0 FET {&I12 £ 2 PBITT DAY Y a— M Ray 7% v 2 Mé% /- FET &
0.1ecm?VIis I BEDHEZRLTHD [36]. CDT-BTZ AN FE LTEWRT YUy LEAELTWAZ L
MWRE N, BAEZ AW FET TRBEELZE LM EL, C16 2 FTix 4.5 cm? V- 1s1 (1% 2.20).
C20 7Tl 84 em?V1lsgt 7o/ (M221), B, FNAAAMTOREZIFTVRT WL ST, #if
FEAEIBIZ DWW TIEF ¥ FIVDIIRIZ & - THIEL LU 72 ZIRel5EE op 2 78y FLTW3B, og DfflX
BENE AR ABICB VT ROy 7y AMEX D E 1 HRERWVEICELTWD Z 2RO 5,
CDT-BTZ-C20 fic[ffi % i\ 7= FET OB EEIFHE STV S ES 718K FET 2B 1) 258 % &
LTEREDETH Y, HFRABIUE 702 ZADMAGDLENEWBEIE 2 LB 2 HRITE-> TV
eFEZHN5,



30 o EANERNTUIRAREHOIZANY NMEEMOFEF
(8)0.4 T T T T (b) T T T T T | (©) T T T T
p=0.7cm2V's! ; 200 — 14 V. =-100V
- . G
10 o
-150 F
0.3
150 - Vo=-80V
- 10'8 1 100%
) ag —» |, "<
= 0.2 52 8 = 3100t
o 92 o100 7 o
° +10° —6 =
- <
0.1 —14 B0F V. =-
1,y 50 50V, =-40V
2 V=20V V, =0V
0.0 1 NS 1 N I I | | 111 0 0
100 -50 0 50 100 -100 50 0 100 -80 60 -40  -20
Gate voltage (V) Gate voltage (V) Drain voltage (V)
2.18 CDT-BTZ-Cl6 ® kOvw &+ X NEZBW FET 4. (a) SEHEI%, (b) fAFIMHK, (c)
HORE, Mufgiio Si0g DJEMIL 500 nm, F ¥ #VIIZ L/W =0.1 TH 5,
(a) (b) (c)
0.6 T P T 08 crr|12V" s*‘l =300 I — T I |
116 20 v, =-100 V
0.5F — | -250
10 —14
-200— Vv, =-80V
0.4 -200 —H12=
%) 410%02 — S 21500
3 o3} 10773 150 103 S
o N_n o
) ~= 5 -0
—8 2 100
0.2 44g¢  -100r—=— =
s V,=-40V
0.1F -50 -501—
s V=20V V, =0V
a -10
0.0 110 o T | R 0 | | J }
100 500 50 100 -100 -50 0 100 -80 60 40 20

Gate voltage (V)

Gate voltage (V)

Drain voltage (V)

2.19 CDT-BTZ-C20 » RO v 7%+ X MEZAW FET Rit, (a) MBI, (b) M, (o)
TR, MURIED Si0g DE AL 500 nm, F v 1 I)VIHIZ L/W =0.1 TH 5,




2.5 FET ®%#)E O FHfi

31

@) 30

@=45cmVis]|

25k —

2.0
q
\-?1.5
o

1.0

0.5

0.0

30 20 -10 0 10
Gate voltage (V)

2.20 CDT-BTZ-C16 OEEME% AL FET HHE, (a) SR8, (b) SRS, (o) iRk, #
MR Si0g DEAIL 100 nm, F ¥ RIVELIZ L/W =4.8 TH 3,

(a) 5 — T T T T
U =84cm?V's!

4 >

3

)

2

o, 7]
] \A
0. L

-80  -40 0 40
Gate voltage (V)

2.21 CDT-BTZ-C20 Mm% A\ 7 FET #itt, (a) MUBHIE, (b) fUFIBHL, (c) HiukME, #
D Si0g DEAIE 500 nm, F ¥ RV L/W =4.56 TH 5,

252 CEFHEDE

-30 -20 -10
Gate voltage (V)

(b)

0

A -12
10

~
~

10° &

107

-30 -20 -10
Gate voltage (V)

7tk

0

V,=-10V V=0V

-30

25 20 -15 -10
Drain voltage (V)

-5

0

| V. =-40V

VGT-ZOV IVG:()Y

-100

-80 -60 -40
Drain voltage (V)

-20

CDT-BTZ-C20 kil % F\ 7z FET 12D W T RER D RV 2 HMi S 5 72012, E#EdA & SEAT7H
L CEE SN H 1T 5 FET Rtk ik % B — O fdaff % AW T - 72, #IEEEIZ 51 % FET Rtk %
2.22 12T, [FA—OWESRMITE T 2 EIRMAIEFHEE & FATAMIZENT 8.6 M REL RESIL D &
<, REREORAUEDNIFFIZKRE N LRI NI,
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(a) (b)

=30 7 5
10° F Parallel 4
-25 .
— 20 1 _10° T
< <
2 =
=) -15 1 L -
~ =107 .
-10 7 . Perpendicular
5L | 10T T
0 \ 10—9 1 1 C \/ ~1
-100 50 O 50 100 100 50 O 50 100
Gate Voltage (V) Gate Voltage (V)

2.22 CDT-BTZ-C20 OfgmE% A\ /= FET FEOE A MEE, (a,b) #EHEE (Vp=-2V)IZH
17 % FET Frlk, ARARDSESHRLH & SFA7 51, BARD SR M & |l S OERE 2 JIET 2 £ 51
BREINZEME A W-HEGERTH S, HBEKD SiOy DEAIL 500 nm TH 5,

ARTFNAATIEV—H—Z v F U TP+ R RERF ¥ 2IVEZFEH LU TWRW/ZH, FET OV 4
AN = UTHELTOVWAEHAUNDR S DEFRDOE DAANEL B FHINDE, TD72H, BEIED
I DWW TIEBRIFEM 2 3 2 ATREVED S 2 0%, Jeid U 72 EHE D P47 B K Ol 5 7 D I D W TIIE
UL ZENTETWR LI NG, [0 0 AR EZEETICEE U BB % 3 84 0 AT 5 1
BWT ~7Tem?V1ist ThH, MOUBEELZRTEABICOVWTIEL TWE Z e RE Nz, o
T, AMFRIZBEWTEBR LU 2@ FET BEIEEEHIAOH A WTHBIE NS D TH Y, @EH)
[% FET OEBUZ B T B E ML T 0 ZDEEM RS iz,

253 BEEDOXv ) TEE - REEICHT SIKRFHE

BEEWEENE % R U7z CDT-BTZ-C20 Bz 7z FET (DWW T, 4 ¥ JIE & W 72 A Rk
D FHAli S 5 % (X 2.28(a,b) 1277, HEAKHTORE % HEBR U 72 4 5 1-J15E O G- 12 3\ TRIZ R B 1
114 cem?Vls iz L2, £72, BEEIZY — MNEE, T2bbF Y ) TEEICREIMKFELTVSE D
EDbNb, BHTLEEREEVEEREEEEZGLTE, Y VT7EHEEL2EL T2 ZCEBHED S
WREAF Y VT2 LT < R0, BEIENH ET2Z 220 S5NTWS (trap filling %158 [35]).
HIEFE R D S5 IAME TERE U7z FET 122 WTH trap filling DFIERVPEFHICKENI 2RI NTW
%, 7, EREINZ114em? Vst 2 WS liiddRy © U SEETIRINET 2 Z L BREERMETH D,
CDT-BTZ OELAEIZBEWTIHRIEAL L 72X v U TIZL BNV MEEDPELTVWSEZ L2 RBLTWVWS,

Z 2 CREBEIC OV T ORIR 2185 72012 FET BEIE ORERFVERIE % 17 5 72 (X 2.23(c)). C16
AT, C20 3 FVTHNIZBVWTEHEF v ) THEEN LATIIEBREEOMEMNEMLTE D, /2, &b &
WF v ) TEEOHESRMEICE VW TEEEIFAGE AR TR R BHEZRL TV, THIFFHL
FET T3k vy ¥V 7 EENRKHKTIE RS, NV FEEDOFERENTWSE I L2 REBLTH D, trap
filling R IZ L > T Ep BNV RIHZ HF L WT RV F—HERIZO T R LTWE EEZ N5,
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(b) (c)
T 1,) T T T T T T 14 T | T | T | T |
)
CDT-BTZ-C20
L i 12— —
1 ‘\% R et L
ch 8- s. - En 10~ ]’.. ,k“""l FET
> % > ] AR 0| (x10™ cm?)
& o L Sigma™  a* 50 T .5,
£ 6 .. 1 L8 ‘A._ jog
B ° Ee A ":in. |
=Y ° T Lk o )
4 (] - A O‘O . m--2
° 4- o m-" a
o o° A
2 o e A--A _|
° CDT—BTZ-C160__0--0
ob— 1 . 1 1 1 1 1 Spigp ] | 1 (P—— 1 | 1 |
-80 -40 4 40 0 200 _ 240 280 320

223 BEEOXv ) TERESLVCEREMKEY, CDT-BTZ-C20 FMiE% H\\ /- FET O 4 iF7£IZ
£ 27— NEEIKRF U () [REES L (b) BEIE O, () ¥+ V 7HEE - REICNT 2 40T

0 40
Gate voltage (V)

-80_ 40 O
Gate voltage (V

2 A TEH U 7= B B DARAFIE,

2.6 Hall ShE&AE

BENE ORERIFIEIC & > TN Y FMEEOFGARB I NZA, MHEEBHAPERMETHEL XS
PWEBMEHZ B WT, BEIEOREKRFED A2 A 5
T, EEMICF Y ) 7OXEEICETIMAEZE5 2 N TE S Hall IRMEZIT> 72, 3> 7LD
BN 2 BN U 722, 3> ZVENOER & TiE G EIIZE W TEH S N2 BT Vieans (2. Hall %)
RPBINDGEITIIG 2N U TRIBIZISE 5, X 2.24 Tid CDT-BTZ-C20 DRl % W7z FET IZ
B1J % Hall S ROBERE R 2R L TW5S, 300~200 K (28 1F BHIEIZHE T Vigans IFFIIIE NZBEGIC

HIBZERE L TH D, 97405 Hall IROBHNIZKI L TWE, @ HEEZ A 72 [E

)

23 2A
[iEs]

%z

% FET T Hall %13 % 8 U = FlE R HHTTH 5,

=t

7152

Temperature (K)

CIFIEMMEII R 2 GENH B, £ 2

Rz &
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(a)

=

QO

S

S o

E 5

. =h

g @

N oy
3

(b)

10
5
2 ° S
= o1
2 0 o
£ =h
> oy
o
-

3
(

Time (h)

B 2.24 Vipans DBIERER. (a)300 K. (b)200 K 125 1F % Hall % EMEFE R, nppp = 3.2 x 1012
em ™2 2B T BHIEREREBRL TV,

300 K IZB W B HERROMIBIZ L2871+ v T4 7 %X 2.25 12T, FET 2 HW7HlE TIHE
J— MNEEIZBWTEEN Y — A, LA VEMIZE T 2 EMBHAEWZOICHJlIE ) 1 AhKEL
BREZEN—RATH D, ZITRT 74 VT A4V ITD51E Ve=-20VIZBWTH Hall SHEMIEL < 3
flicEcwnwdeBEzoND,
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1.5r0 . T T

1.0F
0.5r¢
0.0
-0.5F
-1.0f

rans (mv)

Vi

1930 -5 0 5

Magnetic field (T)

1.5b T T T T

V,=-70V |

_1. 1 1
S -10 -5 0 5

(mV)

trans

v

(mV)

trans

%2

-1.5—

-10 -5 0 5

Magnetic field (T)

rans (mV)

v

rans (mV)

v

(mV)

trans

v

(mV)

trans

v

15710 5 0 5 10
Magnetic field (T)

1.51‘ . . . . .

1.0r° V,=-60V

1.0
0.5
0.0
-0.5
-1.0
-1.5

-10 -5 0 5

Magnetic field (T)

2.25 Hall WRBEFERD T 1 v T 14 >~ Jl, CDT-BTZ-C20 FrfE% W7z FET 1285\ Tl X
N7z Vipans OBHBIIRT 2B 7+ v 74 V7% RLTW5S, JIEREIZ300K THH, AW Vg

D% FIZR AL T WS,
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Hall I R OBEN T WA EEGZPFARE7-DHIZ, engan & FET 12X o THAI NS EMEE enprr =
C(Vg—Vi) X 2.26 IZRLTW5D, WHDHD?S EFEE % & Hall factor a 1% C16 43 7T 0.4, C20 43
FTO03MEDMEL 7257, Hall $IBRIZIERIEA L2 F v ) 7 OEBREPEM k X VETFHTH DI,
ThOLLEAMMEZREORIZBWTANY FEEZ L TWARHZBHIE N2 HLTH S, Fy U T7Dak—L
VANHHBEBFLEAUREEO Hal $IRZEL DI+ TR, HEWIEEY By Mm@ ke Ny R
REEDF ¥ ) TARIEL TWD & Hall IR OBN D EENME T T 5 Z e hlE TN TV [66,57], #i
LTRY X & v §ifE & TIRERAEIZE W T Hall factor 13 0.5 FREDH & 725 [56], ez 5
& ARiFEICE T 2 Hall HROPEFERIZZE 2B EHBET X0 IBEILN R EORELZITTVWEEHD
D, N NEEIZ X B HEPE D T LERIZBVWTR DD Z L ERLTWS, WA THMEE/ERZ2E
9% CDT-BTZ 2T 5 Z 12K o THERD &R FHER K D /NS LRIEIREE LN FES L, FET
WZEBF YV THEACE ST Er BNV REHEIZAELTWS EEZ 50D,

(@) (b)

30 T T T T T T 25 T T T T

251 en, -C16 | -C20
~° 300 K ~20 300K A
£20 41 €

o S 15 g
Q15 —%10

$1.0 15 en.., = C(V;-V,)

0.5 i 0.5F

enFET
00 1 1 1 1 00 1 1 1 1
30 25 20 -15 -10 -5 -80 -60 -40 -20 0
Gate voltage (V) Gate voltage (V)

2.26 Hall factor «a ®RIEEL Y, 300 KIZH 1T 5 Hall S RBEEP S B SN ngay & nppr P
#, (a)CDT-BTZ-C16. (b)CDT-BTZ-C20 OFEMEE HW=#ERTH 5,

200K FCORETHIEZT-77-2 25, WTNOIREIZEWTH AR Hall $15 0 > 7 )L % Bl
LTEY, 206 DEEFEETNY REEENEEH L TWE Z RSN, &2 AT, C20 4D FET
BEIEZIZ 200 KIZBWTIREDETIZRLUTEALTEY, ZhEF v ) 7 ORGEMEALR O 58 % R IE
T 5, BIEMLIL OB EE & Hall R OB & WO SR Z RS 272012 2 DOWPEDENEZ X D L,
FET BEIE X 150 um O 7 N1 A RKIZ D72 2 EEHL N SFHE L TW20izx L, Hall iRz I 70
BEGEX Y VT OHy TV UL BBRAEBPL TR Z BT ONE, ULizh>T, NV NEE
WaEHTHF Y ) T7TVEEFICEET S A VERRFOREEZ OB LA SEELTWS, LWV H
BIZ X > TEBRERZBHT L NV TE S,

Cl6 2 TDHRLEVWF Y ) 7TEEIZIIBEEIL 240K F TOHETHFIHEMLTEY, ¥y U T
REFFEIIANY MEBIZE > TEBEINTWE L EZ oNS, MGEREOILNP K E 2 &0 8K
ZBWTIDXSWREVFET HREDF v ) 7THEETEBNT L2DIFEIREHRTH S, &0 FERK
FET 28 WT on JREEL of IRFED 3 HEHMIERE R % LR T 2 BA AR NI L > T, F vV 7AEF G D
ED &S RERITIEASND PRI NT WS [7,60], TNS6DFERIZE D L, B S DEBNAH
D7RAYY X\ D B [ B 0 A S S W IR I v ) T ANEIRIICIEA I NS ZEAURI TV



2.7 fiam 37

%, GIWAXS J5E C I3 [E O P37 10 72 & A HVE 2 37 L T3 0. FET A Tld GIWAXS I #5 R A
R LD DGRBS WIRIC B 2% v ) T REZBIL TV RS H B,

2.7 fEEm

BTWIZIED > 7= HOMO, F80OFEME, 3.58 A DR\ 1 A X v 2 [FE#EAS R TR 4 T-[IAH B AEF
WlEIZ B 1) 5 edge-on Bt &\ 5 ¥ v ) TEEIZH R 22 MEE % £ D-A B &5 18k CDT-BTZ (2%t
U TR FABIEE 2 47 - 72, FRFAAEICIE ) F O EESIDMEE S N D & 5 R EiROBARE Fich W TRz
JEAE T 5 k2 Wz, EMETIEEMESE AL TE Y, EEARICBEVWT 11.4em? Vs 205 JE
W2 @\ FET BEIE B S Nz, trap filling 2V U 2@ ¥ v ) 7B EM OB B IZBGEMELE & 1%
BRI IRERFEE R U, Ep D38 NEHZ 0T RV F — MR E LTV D 2 E BRIBI N7z,
Z U CED P8R E W2 FET & U TREW) O T Z Hall 1R OB LI U, N RS TEEE
Iz,

MDRFZLH A2 51 2B EE O MFER & DIz OWTEHRT 3, 3.7TARED 7 A% v 7%
b, EHORUNEB»HE XN TWS [37]PBTTT Tld, KEREMEREBEE [T ICX>TRAS Y
WERTH F ¥ U TIXEGEMALRIDZEE) 2R T [29] Z 2B SNT WS, T/, WAFKE LicB 1 5L
EHWESAETEBEEIR ~1ecm?V st TH o772 [36], 2D, ESBEIEZFEHT 572012 D-A R
7T PERD R AT I N T & 72, EHOFMEMER 7 UNEE)IZ DWW Tl U7z D-A B g4 128
KTH->TH41ADE V1 2 Xy 7 Hi#t% AT 5 IDT-BT TIREEMALRD 1.2 cm? Vs FED
BEEIHRESINTWS, 3.8A D1 A&y % > D-A ME S L8k 1 #E LTk, FET
BEEOEMALT AL X —IXFEHED 4 f5TH 5 ~100 meV BEDOHEIHEINT VWS [47], BB, Z0
WA TIEES T LERNF v V) TIEEIZRF 7 face-on fil[f1% £ > TW, 3.TAD 7 AR v 7 [El%
D D-A BLE D -8R DR AR D45 T, edge-on BLHAIDYEI L TWAHABEEIX 1.4 cm?V1s!
RETH 5 [61],

EHOEEMEAE N D-A &S FEERIZBWTEW 1 2 &y 7, edge-on Bl & EH DR
b2 EBELUEHIIECHTHEEZ NS, ZDLD7%HlE UTIE CDT-BTZ ® —i% 2= #H FE#H L
RF B U LT 5N, ~4em?V is I EOSWVBEIEIB STV [46], &, T
DB I ZAAFIFEIRIC B 1) D ENE O@E 2 AR © D6 [58,59] £ L. H KM » & EBEh g
BEENVEHRUETH S, TNoOREEZBEEZ DL, KRB 2EBEEEBO DD ED T
Bk 70w AFEOERVEYI TH 5722 LARBINT WS,

AT DR I B B Do Tkt 7u v A2 lAGLEL Z L IZL> TEBEEZEBH L.
MEEREIMERRT Vo v VI KR ESHEIZIITVEEDD, EHFEERDN Y RREMEZE YD T
FiET A e N TER,
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=

\V NMeEMZEIHT 5
ﬂz% K=Y I7FEORHRE

B TEEARD N =Y s EIC Bk 2 BT 5720 T, Iy UV TREEOMELED S
ECTEELRHEMTHEEEZONS, @O TYEARDO 7 oIV IR Ep ¥ ¥ v THO @ REIREREE
WZEVIEDINTED, FET TEHINLGF ¥ ) TEHE (~40 T/ ¥ —I1212DF v U 7T) TIZIERIEME
DREEIZF ¥ ) THFEARME S NRVEERIFEZONTE 2, MIETIEED FRERIZB VT L 72
BNV RIZENE FETICE D EIL A, Fy ) 70T —L Y AR L U THIIMETLN P BIERE
BMEIZLDHEEZITTWA IV RIBRINZ, TDD, (LER-—E U TIZE>oTEVWF YV TEE
EEAT DI ENNY MEE2BELSE, TOHMEEDDIIANTHILEZTZ, TOIZ LIX,
PBTTT MM OIS AN 23 2 L <L F N =¥ v 7 &7 o 72582 BT, /N RAZEME DB
INTMEIT X o TEMIT 5N [62], AL TIHE N -V T IN@HIRIZE 15 F v ) 7TEEH
WEHINEZ X SICED S PHEEART LI ENEETH L L E X, Firzb¥ ¥ —E v 7 FHEORFICH
DRIAT, FHZ T = A Vv RHBR L F— YV VBIR 2 lAGLER [T=A VR N—EY 7] VWS F
BAEREBEL, HROMER—C U I TIRNETH > 2 HED X v ) 7HEE, e, #sEEE 2 R
MEdT3Z L IZBMOMAL, 2B, (LR U2 o TERT AN Y MEEN S X OVE FREIZOW
TIIRFEDE T D o

3.1 B b R—EVITHEDER
3.1.1 F—EVJBHKROEME Marcus IR

B TEEROIF Ny Iy i K2R E AW FEICEE 5 (8], @H 7 REA
NOETZIEHE, T2 REBTHALT 2BEAZ p B N—NY N UTHWSEZ R TES (M
3.1@), UFTEHpHEN—EYFIZDOWTHEI M, —HOFEMmIEn MR-V JIZHHEHATELLH RS
Nd, R=s3y N Z2RERIMEHS BRI N—E Y IR OREEITT % 2 Marcus ’ié%ﬁ*ﬁﬂ
HEm (151 X > CRHHEI NS, D AHEZZLI LI REL NV Y VBRI —HKRIZAHTH
D\%ﬁ@ﬁﬁmﬁﬁﬂmt%®ﬁ&m#ﬁﬁﬁéopr®ﬁm®I%L;on%%Eb—t/?%
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BEAEEBLEZSND, ZOVHEREENTO XS 123k E N5,
SC + Dopant —:_1— [SC** [Dopant™] (3.1)
-1
I Tk ko RENENERBEIRES O REOKSEEERCH B, BEhE SC. F—/<v b

% Dopant & KL L TWB, ki I TDO LSRRI NG,

2 12
Hxp

h

T
k B T/lreorg

(/lreorg + AGO)2

k1=
! 4/lr'eorng T

exp |— (3.2)

Hap 3 GHT DO E TREBOMH AN, Areorg (FHELM T XL ¥ — AG® 3R IHIZ & % Gibbs HH T
INF—DEAETH S, EAIL Franck—Condon JFHIZEED W78 BRI B 1T 2 IREIMEN 2 Z R L.
ST (SC-Dopant) & K& (SC**- Dopant D) DT ARINVF—DF L L R D IREENETETFER K E
2L EFELTVS (K3.1(0b), B, WHEHIZE T 2 BB E) KL CIXHRBIMERL I B A 5 7 0 EH)
FTE2EDODTHES 72D, —EIIZITZ ~1eVIEEL KERfEE2 L [63] BRIBE) D RIGHE % exp(—E,)
BT 2R 05 X5 ITEELT RV — E, 2EHT DL, Ea 1E (Mreorg + AG°) /4 Areorg IZFE L\,
BOGHEEIRS R E e KIGT 2YEOFREOE L 0 ERIS & WG DFHAEK D LD & EijH D
EIFFELL RS,

(Areorg + AG°)?
4Areorng T

(Areorg -AG® )2

SC**1[D t° 3.3
DhreorghnT [ 1[Dopant*~] (3.3)

{exp |- [SCI[Dopant] = k] exp | —

ZIZTIAlME A OffEE R Y., HHREBORBUIBMBEIRIS & FERISITBWTHFUWMER] & LT
BOTWS, AG® BIERKIGEHRIGICBVWTHONSEL 5, INZ2BHT L LU TORAVFSNG,

(3.4)

(_ AG°) _ [SC**][Dopant~]
P\ %sT )~ T ISClDopant]

DD, BN REMRBERIGC X > THUREEX D F— T REDOLEERB L O R =RV FOFEEZ K
LT BRI, AG° PARIZKRERETHNIX LW,

(a) (b)

Donor Acceotor SC-Dopant
LUMO, SC**-Dopant*-
HOMO, & /\
LU MOA Areorg
T 12H,

HOMO,

3.1 EEBIHRGOERE, (a) FEAL HOMO #AMH S K —s382 b LUMO %47 & B HiE
Z 5, (b) BEMBEIKIGOHIZIZE T S Gibbs HEH T 3L ¥ —DZ 1k, (D-A) IXBEMBHEF, (DT-A)
BB EBOREEZRL, Ml oF0ary7rA—varvBbeRd,
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R—¥ v ZEHEOEE ) & 725 AG® 13EERD HOMO #6472 K —s8> s ® LUMO #1002, $72b
HBLEITLRT VY Y VEUTEIZEDOND EEZONTED [64]. Z DEIFRNERIREMEEIZH N
TIEROTANVF—L 0 BBUEH S 1HFEEREN, RV U J & - Rz M LTSRS R TR
TV YV ELEAMT ZDIZHE W LUMO #4712 K52 N — 32 MBI ORFEP#ED 5T E 7z,

312 K=Y MR ORF

W LUMO ¥EALIZHIA T R =8y MR o B EHR L U TIE ABFENZEMER &S 8K e OB
FELZE PS5, BEERD TRV HV SN T E AT T Y TR E R I’ Z 5
72, RELUTRMEZHIET S Z 2138 L\ [65]. > LUMO #E47 % RK5 DI (LY 1% 7 0 o> {1 S BRI
WCHWSNED, 20 &S B EHEE D F LB e OFAMEMEW DI liehz2 R—E¥r 735221
WEETdH 25 [66], 77 TXHAKT F— X2 b & U THRET 2 RHE LUMO Y7 3 PRIEEEHC & o THARET
B2, AEREE X ORS FEEAREBMENE W EhSBACHE SN T WS, HW LUMO
MR 2 FEBT 5 72DI1Z LUMO DO#iE % IR 2 &g %2 & b, ¥ 512-C=N ®-F R L O&E 7 k5 Kz E
AUZRERICHVWONE, ZOLS5HB T Tu—FIi2& - T, 3.2 1239 & 512 LUMO A1 D %272
%% < D R=XY MIRDFEFEEINT WS, LUMO ¥R WIE EEITKPEE L OIGETEEICR S
7= DL EMIIME S 22 B IHF DD O | Y RMELERDEE L 2 5 [64], VA A@EED K—3v b E
MEEINTWS [671 DS, DF - BHAME R — SV P HBLTEW R —E Y V82 ZEMICERT 5121
FEoTWRN, AFEORFUIZBNTH T - #K K="V M DBES FEERANORASDEE L TR H
TR INT WD K=Y MRIETH 5,

R Dopant LUMO
Fe Mo(tfd)s a N \ — relative to vac. (eV)
5 F.
vy '
L HAT-CNG
s/w:u\s N’; < ’{ =n
5 R @ -ag| DDQ
pbaQ CN6-CP
CF,
INI '5.0 =
o | F3-R-TCNG
S I FA-RTCNQ
-6.2 |- FATCNQ
P =
el ¢ i L FBTCNNG
S B4 ceoras
HAT-CN6 || | F2HCNO
-5.6 |- Moltfd)y
R 'R\
o
F F F
,58 -
F F F - CNB-CP
&N, N, 60|
F4-R-TCNQ F3-R-TCNQ F2ZHCNQ FETCNNQ

3.2 2F - s R—/V k [64], BRx RO F - FERNE K —/32 b OfiE & LUMO Y47,
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313 R—EVIFEORAHK

DF - EERME R =AY b 2ED TREERICEHIEE201201F, 2 5S DRATER & @il % L
L2 MR TETH o7z, EIAN, 20T B ATIEPELRP K= O —HHBHEEbTH
BELTLES 72D F—E YV ZHEMUNZ &, PEEREROMEEIANELEN S Z EAMETH -
72 [33], BHIHBFIINY FIZEMEZHET2ERNE 25 X605, L LEDBSEEIZ, 250/
A RIS BZRA N R—E VP RENBER SN [62], TOFETIZED FHLEMAD T A FHEEZ LKL
T=DBHIZ, PEREFIZ D TR =Y R E2EELTWD, 27 R — 30 b AEEARE R A Y B i
EINDZ L TREEERRINCBMBE IS 2RI TE L HIT, EDTHEERS A SHED 7L 3Ll
BRI KIS B Z 2 A GIWAXS HIZE L W IS 2 XN T W5 (M 3.3(a, b)), K—/8> b ORI
BAEEOMEFMEY 7 A Xy 7iEEE2HEET. Tk >oTHall I RE L UHE 3 R THRARDZEAD
BESHEBTRIE D S ZRotD a — L v b N Y MEEOEFNHERI LTS (K 3.3(c,d). B, AF
HEEE D Y8R PBTTIT L AEDED TH S0 T F—s30 F FATCNQ (X 3.2) DFAGDLEIZ LT
WEINTED, MOFEIED F— XY MTEHAEETH 2 0 IIREET 2 BEDH 5,

(@)

AG (uS)

Intensity (a.u.)
N
o
o

1.0 15 20
J Gy (A
Doped : ‘ :
A |
i PRTTT | Sampling time (h)
0.2 014 016

q, (A

3.3 PBTTT HiEROBERAHMEEILIRWNMEZR—EY JICBIF 21V RGEX [62], (a) L%
K=Y 7 FEOEAK, PBTTT ©J X F7#&EZ2 B K L 7-#&I12. FATCNQ 7R EI NS & TV F )L
PHAFIRIZ FATCNQ 28 E 5, (b) GIWAXS HIEH & Fli S Nz HA B L (f Vv M) EHNAR
BB EMAME, (o) Hall 1 RMER R, () B OBSHGIR) RIER R,
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32 BEIAOERICLBRANR—EYS

BIEi CIR N7 AL R = T O 2 B £ A A28 CTIRE SRS ORE E M 2 LS WA b
R—VE VI FHEICEH U2, BITMBRICBVWTIEEEIZL > TR =AYV F2EHIETWED, ZhEH
W7HEACEEHA S Z e 2ilAdz, ZHRPEEREELZ F— XY MARIRIET 2 LW ¥ v Tbis
FHETH L), MEPHEHREE Vo LEEZGIHATETH Y, AETIEIMHTERW =AY MEIEHT
ELEMERELTHEZIOND, AHTEIAFEOFEMRAE2 T2 LEIL, F—TREA LT E7200
R=XY MNlZEEGD MG 2TV, R=T78® =73 N /@ EOME RO W TEHEi2 17 5,

321 R—EVIRROMER &ABEKFMN

SRR BHBEDAEL 2 Z WA SN T WS ES 8K PBTTT &4 71 K—/3> b FATCNQ
DHAGDLEEZHAVT, R TB L AL DKA N NV I FHEOFRAMR%ZIT> 72, PBTTT O A
Era— MEZBEL T = — VL 21T o 724212, A Y a— MEZX 2EE%Z W72 FATCNQ %
TR D HUEIZ 60 °C DIRESRMFITBWTIRE L 72, BRI I d R8T 1k HOMO-LUMO #&# 2
L ODRINEI N AFDEDOMHENE RO & U TBEINED, F—TRETREIBAETLIENEHS
NTW3 [64], ZZ CHEOBME X ORI ARYZ NLVOZELES L IZ R—EY Y A DR E T -
770 3.4a) IZHAWZBIED —ENWRINTWVWE, NR—EVIBHEKNPEE S iz alitas LR
IWARZ NVOZEAEDBIZIET £ b= b VLIS & O CT-solv.180 78U % FH\\ 72 35 & 1T Bl < v 7z
(X 8.4(b,c)), b, 7 v FERBE perfluorotributylamine(X 3.4(a.10)) ¥ 7z 13 % D BMEKE LRk & T
% CT-s0lv.180 B L VHEMHT NV TH B A4 27 X 28 LT FATCNQ OBEMEIZZ LWz, ZThsD
BIEIZDOWT FATCNQ 3 #UIREE L 7 o T W5, HBINA R T bV TlE FATCNQ & - 73 BUR A~ DR
FELZ X > T, PBTTT OFPERRABIZHYS T 5 ¥ — 2 (560 nm) 2B L, K—FIREBICHY T 2 K-
OV IRIY (860 nm & Hlh& L7z 70— R7p ¥ — 2 LERIAEBRORIN) 5 L FATCNQ 7 V7V T =4
YD 2DIATY w b UZE—2 (767 nm, 869 nm) BN TH Y, Zhik PBTTT & FATCNQ OfT
BRBEVRELZZ L2 RLUTWVWS, CTsolv.180 ND W ZE HWZHETE N—C UV IMREBE SN
TWEZ DR TE 5,

B2 RBEHEHWVEZGACBVWT RV 7HROAREEK 3.4d) ICF2DTWVWD, RERIZEWT
MRINTVWE RV IBRPEURWEBITES TETH D ICHBELS T MANE W, & WD il
REAELTWS, ZOREIES FEMHBEERPEWNVABIZBWTHRONEEDTHD., Tho OFEEN
FATCNQ Z i VA T2 Z 2 IC & > T R—E U ZBREMNHES N TREMEAE Z 5N b, K-
BIGUZE > T R = 8 S OSAHE D & EICEL D A N D5 5101E. K= 80 h OB X % Gibbs H
HI XL F—DRENRKDNS 72O, BHENDOXRIE Marcus DERIZH T 5 HRLA LT RV F — Aveorg 72
TR AG IZBHFET D, Lo T, BMWABANZ X2 KERIAXVF —FBIE N -V JOERH)
HNEJETIESE, LOWIETNMILE > TERERABRT 2N TES, £, KERIZ X > TRV
W2 U RWRIEZEIRT L2 THIRNR NV 72 EHTE L2 PRI N, b, LOE
BIIZIIBEEDO R — BB L0772 7R =8 [68] IZHEDWTHEBEM T 2L ¥ —23Eiwd 5 Z L3 HE
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ThdLEZOLND,
(a) CHs
0 ﬁ |
OH N
Ho - > S Q;o
1 NH: HsC CH
2 3
o) 4 F
N=C—CH R
=—C—CHs NN
f O/\/\ E
5 7
F FE F
F F
F OH
8 F F
(b) gﬁ (d)
' ' —B'ristirée' ‘ | il ) 250 ' 8 a
—Doped (acetonitrile
o < * o
S [} © B T
S0.2f | o g o
o ] =2
N 9 £S100F 5 .
Br— i—— <( i S 0 6
0.1 ]l m o
50 | .
FATCNQ in F4TCNQ in
acetonitrile CT-solv.180 .o

500 1000 1500 2000 2500 ° g 700 200 7600 700
Wavelength (nm) Molecular Weight (g mol*)

34 R—EV/BHRIIHSITIAREDHR, (2) HVHEEDOS THEE—E, (b)FATCNQ D7 & b
= M UIVIRIE (F8) B X TF CT-s0lv.180 S EXIK () DEH, () B LU ZTNSEZHWZER 7 B2 A2 &
LZRAN K=KV IHiICHllE U7 PBTTT #IEDKBEINA RS MVDZEL, (d) F—E Y 7RO
AROBES TR XA T 2 7my b, BEOAFRILATOM®D TH S, 1:ethylene glycol.
2:N,N-dimethylformamide. 3:dimethyl sulfoxide. 4:N-methylpyrrolidone, 5:acetonitrile (7 & bt
= 1Y), 6:hexane(~FH ), 7:n-butyl acetate (FFff 7'F V'), 8:octane (2 X ), 9:octafluoro-

1-pentanol, 10:perfluorotributylamine

322 1BE - mERMOFMICKL D F—EY JIRROMER

& B K MEERE OB A S PBTTT # 5 dD FATCNQ 7+ b= b VILAEH S & O CT-solv.180 43X
BEHAWZ =YV 7Ol 217> 72, X 8.5 12 X ##KH K llE (X-ray Reflectivity, XRR) DFEHR % /R
LTWb, ¢~03 A fhEIcASNS Y — 2 IZHA OB RBIECHEL, K-y I Ohi%T
TRDEFFETE=IRBPINT WD, BB, NIV T7 ) VISR EICREIC L > TEE 2 THFIZH
KL TWb, R—EUVIBDOE—=IAEDY 7 biEFATCNQ OMIZE 2D EFEZ 5N, ZNIZRE
BB 28 [62] £ —BLTWD, £/, ¥—2BRICKEAREBMIERSNT, Bk rEkzb
Eo3HER N -y Y, BROEEMED RGP ERINTVWE ZEARINT VWS, EZEEL



32 BWHE7ALRAIZEBRAMNR—EY VS 45

R—E v 7 BOEBIZOWTHIE L2 25, CTsolv.180 U2 A\WZIGEIZI3REEE KEL LD
5 WEEERNE S v,

(a) (b)

- — Pristine ] 140f ]
S H — Doped (evaporation) 120 ®
o [ Doped (CT-solv.180) i \g S ]
S 100 & N
=r e Q) ® %@
2 [ o 80 & R ST 1
2 g é? So N
< o 60f osg (R .
g 40t s ]
o S S
20t .
0

35 KR—TRICE T Z2#EE - EERFMEDOFEMM, (a)PBTTT #ED K- > JRi&IZE 175 XRR
HEFRER, (b) N—EC Y7 E&MIZ L2 REEDHE, FATCNQ &, 71 b=V ILEENDIRIE.
CT-s01v.180 73 HE N DIRIFEIZDWVWTER L T W5,

CT-s0lv.180 ZEHE L L CHWAGAITIE R =Y MEIDHRETH 2L 0D, @RERL N -V 7%
RER/BONDEZ PRI NZ, I T, ZOFiEEZ LD HEWV LUMO #47 % £¥ > Molybdenum tris(1-
(trifluoroacetyl)-2-(trifluoromethyl)ethane-1,2-dithiolene) (Mo(tfd-COCF3)3) % i\ T47 o> 7z, Mo(tfd-
COCF3)s IFZK BN L <. MM ERAER COZEMICHLMEI DL I eAREINT VS
M, 7y ERBETH S CTsolv.180 h TIRLEICHWE Z e N TE 5 e IffI N5, &I T Mo(tfd-
COCFj3)3 @ CTsolv. 28~ PBTTT ALY I — MEZERIZBWTRELZE Z A, HIRINARSZ b
DEALD SRR R — ¥V TERBER I N7z (K 3.6),

(@) (b)
0.4 — , , , ,
s CF5 [ — Pristine
FaQ_ s \ﬂ/ _oaf — Mo(tfd-COCFs)s doped ]
| Pacre ok 2
RO S | 2 02
S (o)
0] R 2
<
0.1
R= * CF4 _
0.0l

1 1 T “—-;
500 1000 1500 2000 2500
Wavelength (nm)

3.6 Mo(tfd-COCF3)3 W7z K —E> ', (a) Mo(tfd-COCF3)3 DAL &, (b) PBTTT i %
Mo(tfd-COCF3)3 @ CT-solv.180 /3 BB ANRIH T 6 T LI & BN A R T bV D2,
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323 ESRAIEICL D R—EY I DE=T

R—E U TBRIZE > TOLEERIZR— VDR EAI NG, ZOFR—IVEFABD K=Y MDD T V7
VT A VBERPIFEET S EZ NS, ZOHA., N—TEOEEEL UTIXESR 2\ ALY
BEOERIZEI>THREETH D, ESRII~VA 7 uili@h NicEPNEZAY Y DHy 7)) v 72 BJT
L2FETHD, WHFTUp ALY E Down A YD & BT )VF¥—Id gupBo 721 8752 %728 (Zeeman
NHE), TOZXNF—IZHYTEY A 7 aE2IRINL TAY RERZ2ZER T 5 (X 3.7(2), g [XWEE
HOfEZE L v, GG ZE 52 2 E, ug XK — T+, Bo XEHMBGTH 5, ERIZBWTIZ—E
BEOSA 70z L TCWARETHSE 2L, £—< Vv ARERYA 70D RILF— & —5
TEHZLIIZEBWNAEBHLTEY ., ZOROBINGRE IZAE VBAERIZHHIT 5, BEXT Y 78
BIHALE yourie £ A Y YV E Nepin 1& Curie DIERNIZRE > THREOCH IF 650 5,

Nepintip?g®
XCuriezw
bR e 2V U BUT IR 2 > T Wb, BIEIZBWTIZ Mn2/MgO %23 > 7L L ERIZHIEL TH
D (Mn2t ¥ —H—), 2O Mn2* ¥ —H— DAY VEIFEERNEZFHVTH SN LUHRDT WS, fEoT.
Mn?t ¥ —H =YV TN OHAREHETEZ T, $VTVDAY UV REERTES, TOAY U
YV TNARRED S AY VIEE ngpin ZRDD I EINTE B,

B AETHEARS LS, PBTTT s M OGN Z R L2 £ £/ N - 7 I #@EIER
FEEL7ZR— L E2ELTED, ZTO{LRIZ Curie DIERNTIZMRELTITHEE L 722 TH 5 15 Pauli Hié
PEIZHES . Pauli HHEMEOALRIZIUTO LS IcRI N5,

(3.5)

ys*g”D(Ey)
4
D(Ep) 37 =)V I¥ENL Ep (2B 2 REBHEETH 5, Pauli HHMED KA D HRIZHEHE L T\ 52 Tl
ERIZFETDF Yy VTR 7oV IH LIRS NS ZLIZH Y, ZDHEIE Curie DIEANZ L7253 FIE
Fy VT LR LUTHEHATERIZE/NEL RS, £72 Pauli FEMEICBWTAY UV BAEZREETAZ L
BTERWY, ZDRd, AFETEF—EY 7BOEFIZENVT F—NY MDIIANT ZA VDALY Y
BOERZITDZILTHFY U THERDSD Z LIT LT,

X 3.7(b) 12X 72 FATCNQ 7% 155 & U Mo(tfd-COCF3)3 @ CT-solv.180 /3 #i % W T R—¥ >
7 EN7- PBTTT #2517 5 ESR HIEMREZ RS, MEIcksmy 71 vREICXk > THIEERTTS 72
O, BONEWBTART FIVORADI A 7 B EEPERE ICHY 5, ZIZTERERICBVWTRELONS
WMATEARZ MVIZH L TENENRE—D Lorentz B2 I U727 1 v T4 VT %FT>72, E—24hiiE
o gz BEE % &, FATCNQ F—E Y27 Tl g ~2.003. Mo(tfd-COCF3); K—¥ > 7' CiX g ~2.008
ThbhH, TNETNXEMEE —B L T3 [62,69], PBTTT @ g fiilx FATCNQ & ZIF—& L T\5 [29]
P, Pauli M IZ X 2% 527457202 ZCRMHTELZ L EZOND, BROFGVHEET 2551
X g DRI B 7-DIZ =T MEDTNEED Lorentz DL L EOEVBHII N DT THD, K
FERIZBWTESNIZHE—O Lorentz IUZ & > TT7 4 v T4 VI EINDBART MVTIRSIVAILT =F

XPauli = (3.6)
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VHRDOBE DN ELETH Z Z e RREI N, Mn?t v —H— L DBEHRP XY > TV 2 FHWT A
VoEERE 252, FATCNQ R—¥Y > 7 DHE1Z 4.1x10%2° cm™3, Mo(tfd-COCF3); K—¥ > 7' ®
BEIZ8.0x1020 em™3 L BEtL oz, TARbL, R—E Utk F v ) 7TEEN LLOBUEE F L
WEFEZAS6NDS, Lo T, W LUMO #4L % £> Mo(tfd-COCF3)3 2 R4 % Z & T F4ATCNQ %
AWZGE L HIRL T 2 REOX v ) TEELZEBR T2 LMW TH L LD h o7,

(a) (b)

4 . S [ — Mo(tfd-COCFs)s doped
.t & | —— F4TCNQ evaporation doped
m g >
§ ¢’ - %
o .. . o~ hv =gu,B, I
L . 5
- 8
. i NG
£
@)
> Z
Magnetic field B N . 32.2 . 32.4 . 3'26

Magnetic field (mT)

3.7 R—=TRICEITS ESRBIE, (a) ¥—~v VAU RNEMOBB A 70tk >THEL S
ZEORERAM, (b) F—Y > 7% 0 PBTTT &z 1) % ESR HlEREE,

324 PYSHIEICKL D N—EY JBREINDE =

ESR HI5%E 12 B\ Tl X 1172 Mo(tfd-COCF3)3 (2 £ B2 K& R— T RIIKER K-V 7 OEE 112
o THEHEINTWEEEZONS, TITIDRR—Y 7 OB %Z§fid 5FE L LT PYS HIEIIZ
EOMAR, PYSHIETIX 222 THIZBWTHMHALZ L 512, HERR»S Ip 2 RKDBZ N TE S,
A FHEOLER X HOMO ORKIC & > TV RERKT 25, T OWREBEE X THuE 2 hke 3558
B RR 72 & e R U CIERITNE W, T D2, 1x100 em™3 22 2 F v ) TEEDOEAILLES T
HARBEEOMENRES LT E2LEZ6NE, VYUY RRREBEES XUV FERELZHAIC
&, HPIREETIZ HOMO N Y RO IZALE LTz Ip BEFDF EEEITL > TREWEAY 7 T
L eNTRENG, R—7 XNz PBTTT #ifiic B1F % PYS ki %X 3.8(b) IR LTW5, AE
BRCIE PBTTT A Y a— Mz F—E UV VBEBEANRELZY Y TV EHOTWS, 2078y b2 oH
PEIRAED 5 FATCNQ R — 7, Mo(tfd-COCF3)3 R— 712 X o TREL KB FINE y DALH ER YRV T
FLTWBZ DM 5, IpldZTNTFN 4.83 eV, 5.20eV, 5.43 eV &FHlix 7z,

N—Er 7 (R38.1) 2E5EToL, NR—Y U7 2E#ET S RF—,> | LUMO %47 (LUMOp,) &
Ip W= BMEICE W TEMBHIC LS Gibbs HH T X)L F —DRIFF AG® 280 1ITED &, EMBE
EZDHFRPENTEI L TRV AN ET LR LEEZ SN (M 38.8(). TD/=,
Ip DREN S F—E U IO NN EDREDRE I TH L ERNITFAMST 2 Z LR TH 5,
FATCNQ K —VY > 272 & % Ip Offild FATCNQ @ LUMO 47 D ik fi [64] & —E(LTH Y., PYS Z
EoT NV IO NDVFMTET NI I LW RINEZ, 2O 6, H#WLUMO ¥ %267
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% Mo(tfd-COCF3)3 = i\ % & FATCNQ & L T 0.23 eV £ F—E U I 2MEdE I, ZOFER L LT
ESRHIEIZ X > THBIHIE Nz 2R EDOF v U TEENEHINZEEZSND,

(a) (b) —————gy
hv | ® Pristine "
0.10 I o rena sfff
° .
ring-shaped 0.08 Mo(tfd-COCFs)s s .
electrode .
100V =/ K B Q 0.06 ..' ....::.-'.—
e > ... ....'..n.
Semiconductor 0.04 r S8
I T O . ..n ....' ....o
0.02 Dy .
glass S
0.00 : : : : : :
4.0 5.0 6.0 7.0
Photon energy (eV)
(c)
A Pristine Doped state
1,~ HOMOg,
unoccupied
w occupied

E—— | RV] V(o)
e |

Dopant LUMO

Do|

>

D(E)
X 3.8 PYSHIEICL S Ip DFFE, (a)PYSHIELY b7 v 7OKRAK, (b)PBTTT #HkD K->
JHIRIZB T S PYSHIER R, (o) F—ErZIcfEd SHREBEE L Ip OZ{LoEEAN, HOMOgc
TR D HOMO #fii, LUMOp, & K—/%> s ® LUMO ¥4 % %7,

R—=TIROBE TIRPERSZ I TR R=NY DI IALT =AU R 6D BEFHEAS LTS &
FEAoNDd, HEROBZ P SHETHWEL GG, ARIVBEVZRIVF - ONEFNENISE BV S
HREMED D B 728 Ip Z/NGEEI S 25 &0 D 5 — . @RFHIET 25 Z L3720, F— 8V NI~
TR E U CTPEREET AT 2 72O EBREBIZER SN BIEWAY FOMRIEA L TWaWn, £
oo HB R —EVZIZBVTRE R =NV FOFETIRECEDORT VY v VIIHETH S Z LA
INB, 0BG, F—s32 b LUMO LOBETICHET 2 HEREEE X Ip HED T 2V F —lEDK
WHIBICIFIE S 2 e B R oD, £z, Ip OB/NFIIZ DA S Ip X D HRVEMIZALET B K=Y
;N LUMO EDFE FIEMBEOM KN & - TLEAR HOMO Ny RALERT 5720, TOREIEE
BOTAXILE— (25meV) IZEBFESERETHIEEZOND, DLLEZ2EFZ 5L, PYSHIEEZHW
R — > JERE) ) O CIRERFHEIZE Z 53, BNHMAIZES 2L LTHEmOSRETHL I L
BRI ND, ZDZ &, FATCNQ R—¥Y 2B W T Ip & LUMO ¥ MIF L A8 —HT 52 ki
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o THEMITOSNTWVS,

R—V >V JEE & Ip WA RTOIXETOR SIHE L2 HHRBEEDOKE 2L, LU
B R—=NRY NOMMAPRED 72O THEEFEZOND, TNIEKE DA TEMBE K IGHE Z 5 BN
I [63] L IX B > 2RTH 5, hMREEN S FATCNQ F—E Y 7Tk Ip 71 037eV 7L, 2D
ROF v 1) 7HEIX4.0x1020 em™3 TH B, —Ji. Mo(tfd-COCF3)3 K—¥ > 27 Tid Ip #10.60 eV >~ 7
FL., ZOKOF ¥ ) 7HEIZ8.0x100em3 THB, Ip DV 7 b x+ ) TEEDEAIE TR
Zrid, REEEOIINF—REFEEZKIRLTWE EEXONS, REEENILNZE > TO LAk
DA EFDE S FHER (7] DEEITIE, Ip BN RRRASEDOMAEZBEZ 2 WEIE N =780 ER
THIEFEER—TRIZNTEIp DY 7 MEBIFELLICIRD LTINS, Ip ¥ 7 hEOHIHEIZOWTE
z25&, HlziE1eVDIEZEAET S HOMO /N> RTIEFEH LT 0.2 eV OFIFHIC 4 x 1020 cm™3 DR fE%SS
EMND B ZENTFRIN, THiE FATCNQ & Mo(tfd-COCF3)s K—Y v 7128175 Ip BE U R —7&
DAIIFE—HT 5, ULOEREZHEE X 5L, FATCNQ B £ U Mo(tfd-COCF3); K—¥ > 27icBit 3
R—T8& Ip 7 P EIFZYZEHPAICINE->TED, PYSHIEICE > TRV I DOERE B LU K—
TRIZETAHRAEZ/LILENTETCVWSLEEZLNS,

325 Mo(tfd-COCF3); R—E Y 7Ic & 2 BIEOBEEL

B1HITIRAZZ K S ITE W N — T & & PEAREIR ORGSR OMR 2 W23 5 Z & ANy NMEEMED
MECEWTEHETH D, TITHWRK—=TEZ2EHL 7~ Motfd-COCF3)s # fH\W/=EK 71+ A1z &
5 =720 TH XRR & W TRV R 217 > 72 (4 3.9(a)), § 5 &, WSSOI
H3R S % ¥'— 27 OlEA Mo(tfd-COCF3)3 & F\W/2I5E121E 70— N2> TH D, 3 43b b PEAFERD
JIMERIL I N T WA Z R D otz, TOFREKRE LU TIE, HEE» X EWEATSH % Mo(tfd-COCF3)3
T A THEERTLS TN T 2 2 DR TE R > AN E X 615, PBTTT O 7 A T /&I N —
Ny N ERINT BEIC, BICHE L F— 3 MRIEICHEE U2 PBTTT E8IE80< X5 ICHML T 5 &
FEriohd, LIADVEHEEE/ELTVAT7VFVABHIEEHEZ BV OIFEHBICEK 22 TE
. N=NU MR EETESLZEMIZE SN T WS, PBTTT IZ2W T DN FEIHFFHHEZ AW 728 [70]
DFERNSHEN LR D TOREEZEZ 5L, FATCNQ O & S5 I FHINAR D FUNPVARBEEZRI T I
< T A TREEDZEBRICEINL T D Z L IETER (X 8.9(b, ). ZD728H, M\ Mo(tfd-COCF3)3 %
AWz R = v ZIROPERERORGE A 2 M T I 2R IR o7z FE R 6N D,
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(a)

Pristine ]|
FATCNQ doped

log(Intensity) (a.u.)

0.2 04 0.6
q (A7)

FATCNQ

o

L

o
y -~
‘b.- “

X 3.9 R—EYVIHROT_AVKMREEASEME., (a) =Y 7 %0 PBTTT #IEiZ 51 % XRR A
R2Z Mb, (b,¢) PBTTT 5 A 5 K&~ D FATCNQ APREEDIRER I Y 75 XA — 3 v O,

33 T=FURBR—EVY

32 HiTIXBIKR 70 212 & % Mo(tfd-COCF3)3 RA N K=V vz k> TREKE D EEWF v ) 75
EEERLZE DD, PEKEEO N ZE TSR -7, iz TOHRDS F—30 b
BINOEf%2ELHb L, BV LUMO A1, (WP ZEN. WR7e e AL OB, 7 A THEEDJE
HMEZILI RWERERDSNE, ULPALAEDRSINSDEMAEZFE DO R— 2 NTEET S LR
HThD, WERSHE LUMO AL % R DM RHE — AN ZRNC A ZEIZ R D 230 [64], H D\ i
Mo(tfd-COCF3)3 D L D IZM I EWHEEIZ X > TRIGHEZE FIETWENLTH S, ThEBEEA. A
W52 TiE K=, b D LUMO #4712 & o TIRE S N A BAETKR T > ¥ v VSN & - TERBEIK S
EHIETSZ e 2RE Lz, K=Y Y7 PHTIL Gibbs HHT A VX —DOEENPEETH D, ZThik
LR TR T VY vy VESMZBIRET e B2 605, R—E Y ZHRITE W THuET 3L ¥ — 67 A
WCRERIFINVF =T —)VEAT2EFEL L TIE Coulomb M HEM (0.1~3.0 eV) 23%1F 54 [71, 721,
Bz IR e 7 =4 > DA & VEMHEERIZ T =4 VRIS U TH RERKEEZ RO Z e RE S h
TW3 [73l, ZZCTA A VHMHEEHZ F—Y Y 7HADEEICHV IO TORAZITV, T=A UK
MR- T WS H NV T FEEZRAE L, RETIEIOHZRFEOFRERHFE NS N—F
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VIBIZ DOWTEHR AT D

331 7Z=AyvxR—-—EVISOavET

ZIZTRES, 7T2AVYKBN—EY 7 0arv 7 MN2FAT 5, BEOAKAEOBEETIZEIT 5N
AN =t Y7 Tl PBTTT & FATCNQ MO EMBEIICDHIT. TNV T =4 V(L 72 FATCNQ
DIMLEERBIZEL D A N D (X 8.10(0), —FH. 7oA VRPN -V 7 TIEEHKEL 58 FATCNQ B
ZER—UEVIHRBELUTHWTE D, THIHAIXEEE UTA 4 vk EMIM-TFSIL 2 fH\5 Z & T
FEHEINB, Z0HE, ()PBTTT & FATCNQ IO BMBEIK AR E 72D 512, (i) 4 U7z FATCNQ
DIIANT =ZAVIETFSI 7= A VT &> TIN5, (i) TD7z®. PBTTT Ik TFSI 7 =4 >
Lo T R=7IN/REL 25 (K 3.10(b)).

(a)

Conventional molecular doping
dopant solution

F;%LCNQ FATCNQ'™

PBTTT fllm\}/’ hole

PBTTT + FATCNQ — [PBTTT*][FATCNQ"]
(b)

Anion exchange doping

dopant solution (i) dopant solution (ii) dopant solution (iii)
® Y _FATCNQ™™
lig{CNQ FATCNQ™™ .} _Me FATCNG ™ X"
»35¢ a3
PBTTT film o~ Nole PBTTT film  fiole PBTTT film Y fole

(i) PBTTT + FATCNQ + X'+ Y- — [PBTTT*][FATCNQ"] + X* + Y-

(ii,ii) [PBTTT][FATCNQ] + X* + Y- — [PBTTT][Y] + X* + FATCNQ"
X310 P—FAVXW|R—EVI/OIVET I, @BFRTELRAIZEBZRA RV TOBEAK,
(m7“ﬁV§@F—EVf@ﬁﬁEJDMﬂmQ@PHWTt@%ﬁ%%ﬂiofiyﬁwTZﬁ
VIREBIZR D, () 2T IHNT oA VIRV ITB/BEFTOY Itk - TR N5, (i) FK
_PHWTiY;K;ofF—fént%%taéo

DHBAEICK BT =4V XHBROWBKELE

ek U7 i BRI E L 7 = A4 Y RMOBIRE T T 572012, N—E v 7 0H%EO PBTTT i#
JEZ W TEMEDHEZT 572, K311 ITRTHBINA R MLh 513 FATCNQ OBEEE L U THBE
B (BElR 7 F V) 2 W24, EMIM-TFSI # W2 5480V iz 8\WTH PBTTT O diikED
¥'—2 (560 nm) 234 U, F— 7REDIRIN (860 nm # b2 §5 70— RRE—2, B XERIE
MO HBBEML T VB ehs, F—EYIHEMWELTWE I AN H 5, T I TFATCNQ™ (<
H¥T 5 —2 (767 nm, 869 nm) [ZiEHT 5 &, ZITARALEEEH W K=Y 7 TOARBIHIX 7,
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52 B3 Ny NEEVEFEST 5 R -V T FERORN

EMIM-TFSI % i\ 725541218 FATCNQ®™ 2V P EAREICA S N TV RV I ARSI NT VS, &5,

N—¥ 7 B{413 FATCNQ % & 72\ EMIM-TFSI X A #f Td % Li-TFSI O#E#IZ PBTTT il % =
HLGBI3ECBmWI e s, F-EYIBIRE2EUSELDIC FATCNQ BBETH L Z LW
05,

04 T T T T T

— F4TCNQ doped
0.3F — EMIMTFSI w/ FATCNQ i
— EMIM-TFSI w/0 FATCNQ
— Li-TFSI w/o0 FATCNQ

Absorbance

©
—

©
o

500 1000 1500 2600 2360
Wavelength (nm)

311 7ZAVRWMR—EVIRICHITZEBEDOHRRINRARY ML, PBTTT {fE% FATCNQ &
. FATCNQ % %5 L 72 EMIM-TFSI, FATCNQ % & % 72\> EMIM-TFSI, Li-TFSI /A IZiZET
LB D YEIRIX A R 2 b )L, FATCNQ % & % 72\ EMIM-TFSI & & OF Li-TFSI &% (2 PBTTT &%
EIRE UGB A TR EREEH—D AR MDBBHIThTWS,

FATCNQ ™ 23:EUAFEF IR S N T WiR\WT &k 7 — V) T2 R4 5% (Fourier Transform Infrared
Spectroscopy, FTIR) HIZE A 5 H R ENTW5, FATCNQ ® C=N i€ — NiX FTIR /€12 & > THW
HBEZRDOZEVHIONT VWS [T4], TOE— FIFAEMABRZ AW F—Y Yy 7oLa I3l htn
%7, EMIM-TFSI 2 W= 58 103 R T2 e RTERN, LA >T, 100% (SiEWEETT =4
VRMBIR (FATCNQ ™ —-TFSI) B ZETWVWAH I EARINT VS,

D EDHRPSBMBEB LT = A VRHBIREMHATHIENTE, ZOFHEET A VRN —
CY 7R, £72, AFEIZEEE A 4 VBARIZT504M2E . FATCNQ O A BEBE G OBz 1 A
VAR EIERRNT A LI o THHEBATHIENTE S, ZOHETEERIZBWTEKRTH S
BREZH W7 =4 VRNV 7HAHETH D, X 3.12 TIX Li-TFSI, & & U bis(oxalate)borate
(BOB) D7 =#4 > %44 Li-BOB Z H\WzHlZ R L TCW5, BOB™ X FTIR IZ & - THHT 2 Z L K
DI NNHRZINEEZGLTH Y [75,76). FTIR JIE 217 o 72 #DH T Li-BOB Z HiWT 7 =4 > 2
F—bE o7 andD7ZI1T0 C=0 fMiffit— FIZHRT -2 2BHET N TV (K 3.12(c), ZDI &
75, BOB™ ' FATCNQ®™ & &1 X 11 C PBTTT #1125 > T\ 5 Z L WIS RS 7z,
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@ 0.4

Absorbance

e
=N

—~
O
~

X 3.12 FTIRICKZ7=ZAVXBR—EY I DMIE, N—Y 2 RO PBTTT #EIZ B 1) 5 (a) fll
ERFEID AT ML, B L (b)C=N {#ifEE — K. (c) C=0 (i€ — KHEIH & 2 fEIk D fE K™,

e
w

o
N

o
o

Absorbance (a.u.)

Absorbance (a.u.)

%/ﬁHV\mV/,,____ Li-BOB |iTFsl -
i e

FATCNQ

A pristine

Wavenumber (cm™)

Li-TFSI

Li-BOB |
EMIM-TFSI |

7000 1500 2000 2500 3000 3500 4000

FATCNQ |
C=N streching

2050 2100 2150 2200 2250
Wavenumber (cm™')

;./—-/\/\

C=0 streching Li-BOB

EMIM-TFSI

I F4TCNQ |

Wavenumber (cm™)

ToA VR -y I oOWTIHAWEZERBEDLZ2 R TW5,

’IéSO 1700 1750 1800 1850 1900 1950

o, IXUARNEEHCEZGAETE T =4 VRN —E Y 7 D%IZ FATCNQ ™ 2R IZZ S N
TWAEWI EMRINTVWS, 1443 em™! B LV 1641 em™! DY — 2 13 FATCNQ D C=C i B 12 4
WIFBHE—ITHH, TNIEFATCNQ N7 X —I12B81FBHIE L FATCNQ K=V 2 71285\ T O AEH]
IN, ToAVRBR -V TIRBHZINTWARNWI L3505,
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EMIM-TESI

FATCNQ

Intensity (a.u.)

pristine

| FATCNQ powder

500 1000 1500 2000
Raman Shift (cm™)

X 8.18 SYUAHXEICLZTAVRMRN—EY /DK, F—Y Y 70 PBTTT HEIZH 1T
553X UNHMEIZE>THEONIZART ML, TZAVEH Ry 2 oW TIFHW-A#ED
ZFERLTWS,

332 FPZAURBICBITBEEAHE L TOA F VEHEEBEVER

DFUAF DA XEAF VEBEBEERDOIERSE
FBTETHET A VKRB N -V TOREFEEE2Z 2 572012, 37 =4 VGO FEM1Z
DWTHEZ B,

k
[PBTTT " FATCNQ 1+ X' +Y" k=2 [PBTTT Y ]+X* + FATCNQ'" (3.7
-2

ko BEO kg 37 =4 YRGS L OGO KIGHEERTH 5, WLIZHNDILEY DIERIZ
DWTHEZRDE, DY FAHLD FATCNQ ™ L L TE LLEEVREVWEEX SNS, Ik,
PBTTT A Y a— MMz 1ml O F— 8y MERIZIRIEL7-HE%2F 2 5 L. FATCNQ™ OYHE &I
RTHEBMBEISHE L7071 (~108 mol) TH B & FHRINLZDIZH L, Y- OYEEITEHEIED
BEIZE->TEES Bwth BBIZBWVWT ~1074 mol) 5 TH 5, TNz, LD FHIFIHEZITIC
FHT2LENEFE LD Z LA FHING,

U U S A & U RBBIRIE—BRITIEEDOAMKFE LY, ZHIET RV F— L TRERAL A M
MHERIZ & > TR IES KORBNEPRESHEIND O TH D, A4 VHHEEEHORS KE
WHEER T A VB LA FA Y EOBMIZE D Coulomb HEMEMIZHK TS EZSNE, Zh5D
B OME#EIEA A DOREIITHKGET 572012, A A VEHBEERIZA AV OREZITH U TRERMK
F2ZRT, TITT A VRBRN—VY VDA AL BT H72012, T=A VY BXOHIF A
VXT L UTHA B REZIDAA Y (X 3.14) ZHWEGEICBII 57 =4 VR BBER D 21T 72,
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(@)

F 0] Cl
CZF5 C2Fs 3 3 /
F_!';_F |=F> ,|3 <F F|)\ CF \S<N/\ _CFsq p. // \\ Cst i :j/ o F|é—CI
F
F ] 0|st d S \N/ % No Cl
BF4-  PF6" FAP- TFSI- PFSP BOB- FeCls
(b)
/ N+ +/ = |CH3 CaHe
Q Q @ ~ | C4H9—ILCH3 c;4|-|9_|:3+_c|-|3
7\
it i CH o, b He CaHo
EMIM* BMIM* MPPyrr* BPyri* BtMA* MtBPho*

X 3.14 AMETHWEDFHEA T VOEE, () 7T=A Y. (b) W F 4D FHEES X OREHRD —E,

DTV A VIR L RIBREA L TWB 201, 14 VEMHEERANDOREL T4 A v OREIH
RWHBEZFESZ LIZHEPTIE R, £ZTET. LilOMBEZHANS 72D TS 4 Y OREIZS T
LEART Vv L% DFT 3 EIC & > TFHMi L 7z, Z DEHE Tl Spartan’16(wavefunction ) @V 7
FY = 7I28WT B3LYP YFLEE?Q}BJZUSG-IillGHd p) HIEEAKE Wz, WROEL L5 7S LD
REIERITNIA-REUT, DFERUEBEZFEDROEZE Ry ZATFDO LD ITER L 72,

(3.8)

3Vion |3
Reff:( yps ) ,
22T Vien 3D FOUBETH O, Z1IE DFT #HEICH W TETFHED isovalue = 0.002 BA_E D 2 D
Al (van der Waals &) ORI E UTER I NS [77), Regr DIHFIZEES| U 7200 7V A A4 > DEFER T

VIUXIVHERERZX 315 1IZRT ., ZOFRERNS Regg B/NS WIEE R EREELRT Y ¥ )V % van der
Waals REIZEWTHLTWS Z EXDND, KIFFETHWTWES S THA Ay OREI LA 4 VA

PERZIZ B WHEED H 5 Z E WRIB X N7z,
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Electrostatic Potential

e Positive Negative
Best combinations — R

. &9
Y * =
X o : 1@ 12 ’/’/ 3 “BtMA* T4 5
A || Lit | Na* | BMIM
Reff( )I| | | +
[ | B MPPyrr
i @i EMIMCL L MBPho
4 I ‘ ©
| p »> ;,/ 4 ‘ y y 4 ’3
L ER e T ERY R @
Y- % ‘z{ v 8 : ‘;/4—/{ A A ~3 D,
| - PSS | 3
2 PFSI-  BOB- z 1| 0
Reﬂ(A): ‘ :‘ —
| : . | |
I / I
! - I
I |
I p ' ’ |
! I
! I
! I

X315 AFVDOREIEFHERT VY v, BISLYP B & 6-311G+(d,p) FIEREE /- DFT
FRIZE o TRDZA AV DEFEEE Rogr & van der Waals RE B EHERT Vv LD v E
N7

T oA UMD A F VI T BIKEFNE

T oA VRMBARANDT =AU Y ORBIIDOWTHERT 572012, B F 4V X IZBMIM® IZEE L.
Y~ £ UTBF4, PF6~, FAP~, TFSI- 2 W28 &I DWW THIKE T - 72, Zh S OABEIXERMTE
TIXBIETH 572, FATCNQ 25325 Z L TRV I7HEBEE UTHWT WS, HBIRINARS ML
D FATCNQ' ™ IR T 2 HH L 72E¥—2 (767 nm, 869 nm) IZEHT 2L, ZOVY -2 BF4 8L
PF6- 2 WA BN TE D, 32057 =4 U R#IR (FATCNQ  — Y) A E < mWnZ &
RENTWS (X 3.16(a)), KE WY (FAP-, TFSI) & LLillg L T/NX W\ Y- (BF4~, PF67) HME\W s #agh =
ERUZZEE. 207 =AY REBIRMPRRL L BGLHIZ T TER L, MorOME/EMRIC X > TEHEIX
NTWsZexRLTWS, Y % TFSI™ IZ[#E L, XT & LT Li*. BMIM*", MtBPho' %\ /25412
DWTLHIRT %5 &, MtBPho' 2 W25 EIZDAT =4 YR RHPMENZ & D305 - 72 (¥ 3.16(b)).
7H. ZOBEITITEIRTEKRTSH 5 Li-TFSI 1& FATCNQ & HLICHE#R 7 F OV A~NEfE L. 1 A4 VR TH
% BMIM-TFSI & MtBPho-TFIS IZ1& FATCNQ 2 X825 Z L TR—E UV I7HEBE LTHVWT WS,
AREERTHWWZ X-TFSI OGBIEDO R TERWT =4 v R R 2 ;R U 72 DiZ MtBPho" OATH D, D
A¥AF AV XY L TFSIIC L 210 A VIR TIEEWT =4 U REIRIPRINT WS (X 8.16(c)).



33 T-A K N—¥Y T 57

— BMIM-TFSI ' ' 03 | — LiTESL
03 = — BMIM-FAP . 3 = — EMIM-TFSI v
© L BMIM-PF6 o MtBPho-TFSI
2 — BMIM-BF4 e
® c 0.2
2 2
o (@]
a a
< < 0.1
0.0 I I I I 1 0.0 1 I I 1 1
' 500 1000 1500 2000 2500 500 1000 1500 2000 2500
Wavelength (nm) © Wavelength (nm)
BPyri-TFSI ' '
0.3k — BIMA-TFSI |
o | — MPPyrr-TFSI
2 0.2 .
(@]
(%]
Q0
< 0.1 ]
0.0

500 1000 1500 2000 2500
Wavelength (nm)

B 3.16 FRIRARY MLICE BT =4 ¥ IWMED A # VIRFHEOFE, (a) R2SFHEHOT =4~

Y 2HWEBADT =4 VR R — Y 2 %0 PBTTT #@IED IR AR 2 b b, (b, c) F7: B TEEED
HF A v Xt BRGSO,

DAED#ERIZA A VHMHEFEHOB AP SFIT BN TE D, BEMOREBENLEMRIZ L > T
Coulomb M EA/EAIZHKT 2T A NF—REL2HE72DI1F AU LI BRKREIBIOEROA 4
ESUDNNEEDLZENEEFLVWEEZOND, TDD, FREMALZF—VEETSE R—TI N
PBTTT & W% fE2 Y & UTIFERMEMLEMEZ DD TFSIT REREVWT A VHPEF LW E P
Nod, ZOAFVBBIZE T 2MMEEX DFT G582 W CTERMIZIKDS 2 TES, £3. T4V
Rz & B TFSI” 2 WA D A A VEMHEEFHIZHEE T2 T2V —FBAEL 2525, ZhiZ
UFDESizRTZeDTE S,

AETFS! - [E(PBTTT** TFSI") + E(BBMIM* FATCNQ"")] - [E(PBTTT* * FATCNQ"") + E(BMIM* TFSI )] (3.9)
ZZTEQ) XDFTFHEICE2ME A DRT XL X —%2KT, FKIZLTBF4 2V 5AICIEMT
DEIITRT I ELNTES,

AEBF = [E(PBTTT* BF4") + EBBMIM " FATCNQ'")] - [E(PBTTT* " FATCNQ"") + E(BMIM " BF4)] (3.10)
TFSI” &£ BF4 QL6 2HWEGRIZT = A VRO T XX —FIEPKRE 250 2HEwT 5121,
fEDEDZFETNVEI V., HBEOHIIMHE I NS 72, ZOERIFUTDO LS ITREINS,

AETFST _ AEBF4” — [E(PBTTT** TFSI") - E(BMIM " TFSI )] - [E(PBTTT** BF4™) - E(BMIM* BF47)] (3.11)

ZFZTDFTEHEZHWT LROFHBEIIHRE RS F O 2 IVF —0 % 47> 7-, BMIM-BF4 &
BMIM-TFSI O#3&EIZ DWW TIEXHR [78] 22 L7z, PBTTT & Y- DOfE 5 505w b iz D \W T EE
ROBWRIZBIT DI ATHEEFOMNERBRZBHTALD1Z. Y %2 PBTTT B#IEDITTW Z 2T
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A U7z, EHIZIE Gaussian09 7R 7 T LIZEWT, 4F M1 A vz K E X <HATESZ L
DS T WS M06-2X DFLEEEE & U 6-311+(G) DEEAEE F\W 7= [78], 195 N7 Bl b % X
31712, TNTNDA A VDI RINF—%2K31IZRLTVWD, ZOFELR3.11 2/H\\5 &, TFSI-
ERAWZT =4 U #1E BF4™ 2 A\W72554 L X T 0.0055 hartree (=150 meV) F£E D T 3 )L ¥ —F|1#5
BEONDE ZEHWRINT,

3.17 BEEBELINEA 40, M06-2X 6-311+G(d) #FH\ 7= DFT 8z & v @b hi
(a) PBTTT-BF4. (c)PBTTT-TFSI. & & O'3CHk [78] 12 & b Fdifk & 1v7= (b) BMIM-BF4. (d) BMIM-
TFSI O 1 F v,

#8381 AAVNIRILF—DHEHR,

Ion pair Total energy (hartree)
BMIM™* BF4~ -847.5624
BMIM™* TFSI- -2249.9967
PBTTT** BF4~ -3303.2261

PBTTT** TFSI~ -4705.6659

PAEDE@RD S, A& VEMHEEHIC & > TEMOIERBEA L BRI AE R Y 2HWEEGGICT =
FURMMBREIND ZEBHOPIT R o7z, 2B, XP L L TNIWAF AV EHWZEE TR IBRH
NEWVHEEE LTIk, KER AEy 2EAHTZOITIZGMHDA A 25 XY & U THEDE WG (& »
XPEREVWY RE)ZEHWVEIMBEDNRDH L2, LHRTLEILNTES,
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HSAB Ril & D1ERS

A7V RBBRIZE T B A A VR EAEM XA < 55 Hard Soft Acid Base (HSAB) O#%ERHI [79] 127
5T eBHISNT WS, HSAB HITIEY A ANKELABLRT WA AU Z2Y 7 b #]OHWV), Y1 X0
INELSBUIZK WA XY ZNA—=F (V) EEET S, T8, 1A VKBBRTIE RIS A&
ISLDOMB LTS PNA AV ES LORNTEL LT AV RNOMAIMRI DK 5, PAF TIEAMSE
ZBWTHRONZT =4 VR sh3RIZET 52542 HSAB I & OB DWW THE#RT 5.

HSAB HI\Z B 1) % 1 4 > D X 1% chemical hardness n & IEIEN, 1AV OHML T X %2 KT 5 &
SIZEMBOEMDLPT I LUTEREINS, BT RISV TERT VY YL p i ZT X VF—E
BLXUOETHN., EFREONG v(r) ZFHNVTUTO LS ITEHRI NS,

OE
uzgﬁk (3.12)
TH5L, nIIUTOLIICERTES,
1,0%E 1
nzé(m)vzg(EN+1—2EN+EN_1) (3.13)

ZOnEAFAYRABUIZS K N—RTHBIIFEREWEEZRT, HHIZEENIHIZDFTHEIZ L -
TRDZZENTESL, ZDHIZET, Gaussian09 710125 A IZHEWT B3LYP LR L 6-311+G(d)
EEBAHEHNTENETND S TS A v ORE % Rl U7z, AL THOWTWS A A ik R T—
flichsZ s, ZOmEIIEHORETIT> TS, TDH% B3LYP L% L 6-311+G(d) /&R
B 7213 M06-2X PLEIE L 6-311+G(d) DILEAECE W T, —ffi. ZffilcB il 2 2V ¥—5tH %
7272, M06-2X ONBEBUL Y THEA A VDT 32V F —FHEIZ DOV THEN LN LW LR s T W
% [80], ZDfER%EZFK 3.2 1T U7,

# 3.2 chemical hardness DEtEHER,

T=AYY npsyp (€V)  nmoe-ox (€V) | BF AV XY npspyp (€V)  nmos-2x (€V)
PFg~ 6.65 7.36 Li* 35.2 35.3
BF4~ 6.39 6.94 Na*t 21.1 21.1
FAP~ 541 5.85 BtMA™ 6.17 6.43
TFSI- 5.38 5.78 MtBPho* 5.56 6.02
PFEFSI- 5.24 5.66 EMIM* 5.45 5.60
BOB~ 4.87 5.37 BPyrit 4.94 5.13

MPPyrr* 4.83 4.98

AT Lo TRONET =4 VRILOWHEIL LD n Ofi L HSAB HIA 6 FARIZHAT S Z &A%
T&5%, PBTTT & EELZT=AVIEY 7 N THEZ BN RODONDH, REHFEDO LT =4 > Y IF
VINTHDZENnDENSRINT WS, HF4 Y XTI L 2RI RIZONTIE, X HAIn—
RTHDIZERMMRNPEL, V7 b THIIEFELRMIRMENEEZS5NDE, ULrLAEES, [0
MRPERIZ X ORI N7z MPPyrrt 31 4V EFAFEED n 2H L T\, MPPyrr™ 39S @EWT
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WEFNVEHEET 7D, ZUWRFREIZB T SEERT Vo vy VoA 4 VEHEERIZ KRS e 5
Z5eFRING, LPLAS, n BEERIZBT R A VIZOWTEHHEINS 720, 7L FILEH
DBV AENT VARV, TOXIBHBEIZ L > TH A A VITHEIT 27 =4 V2 #ild HSAB HI
IZEEARBNZIZIRES DD, —EBINPELE L fERIZR s T e EZ oD, TDD, B+ v Ok
HeRIHEHEE LT3 L0 FRECB T 2HERT VY vy VBB LG ENH L LRI T,

333 7oA URMEFRBLER—TEDMALEE F—EY JEE

FMNWTT=AVRRN -V T IZ L > THRHAINE F—TROFI %475, PBTTT ALY a— %
FATCNQ K—V¥ > 2 EMIM-TFSI £7:1% Li-TFSI 2 W27 =4 VR R -V 7% i L 72 %I (EH
EERRIEL AR EZM 8.18(a) IZ/RT, T=A VRN —E U 7 TIHRIZHWS 1 AV XY, YY) 2 Hai{b
TEHZLILL> TEEENELLAELTED, Li-TFSI Z W25 E&I12IE FATCNQ R—E V27D 2.4
fHZHY % 620 Sem™! & WA IEEIZEWELE SNz, TOMEEEDM EIZ R —TREOBANC L 5T
FHLTWREEZ LN,

T A VREBRN R -V IBE, TRLbLEMBEMIGIC KT THEIEI N -V Il EEZD T
CIZE-THHTEILATE S, BEMBEIRICOLEREIX I TRAZLIIICUTOLIIZERTI L
MTE 5,

PBTTT+F4TCNQ:%%[PBTTT”F%TCNQ“] (3.14)

T A U RHBR D Z BIGEITIE DL TR O ANERFIZ R D LD Z 22 B,

k
[PBTTT""F4TCNQ " 1+X" +Y~ _k_z_ [PBTTT" Y 1+X" + FATCNQ"~ (3.15)

-2

Xt BLOY Z#EUNGERT 2 &4 A VEMEBEEAZFAL T 100% 2\ T7 =4 Y R % % LB T
570, X315 DFMIIRELAITH>TWD, T2 EEBMPIFHIZEVTHINIZHFSGLTWD
[PBTTT"" FATCNQ*"1 DiHF&ENZFH L WA T 5720, BHBEEHEITANMEY . b, BRBEIK
JeMEE ST NSAER L 25,

UMEDES T =V KBBRIZE>T R —TREEZA ETHILNTEEN, ZO0F v TEEZH
BHNZ ESR 2 HWTHHEIS 2 Z L IXTER W, BER S, K#HEIC PBTTT @I NE T =4 v
Y Y UTAEVRRZRVWHET =AY 2HOVTWE RS THD, —H, K=Y I DERE % 73
% PYS JliE I DWW TIERTHi L FBRIZITD 2R TE S, ZOWE, M NIEHRT =4V IZBVWTHA
ENTVDHEDHEMITLEARD HOMO N> R D B8 eV L EHEWZD [81]. 7 =A4 VIZHEKT 5
B Ip DFMiNG A 28X MATE 5, PYS HERE R o 13 PEREE (4.83 V), FATCNQ F—7
(5.20 eV) L H#E L C Li-TFSI 7 =4 V& K — ¥ > 7 Tld 538 eV & Ip DR ERMHICY 7 52
N3 hr o 7= (M 3.18(b)), T AFBMBEN K GAS FATCNQ OEILETRT > ¥ v L (~5.20eV) £ 0 £ 0.2
eVIEEEREINAZILEZRLTWS, ERUEZ RV EHBMORIGRICE D &7 =4 VR BGIEE
FIBESICDREICTFGTEIeNTESL, TDH, 7oA U RHKISIZ L% Gibbs HHT 2L ¥ —
DG Aoy 1 FBMBIIRIGEZBZALET =4 VAR —E Y 7 2EOHE 2 UTEMT 2 Z e ifFsh
%, ZOW, RO Gibbs HHTZ A VX —DR/MEZ L2 ETT A VKBV 7MW EITTHLE X
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ond, UEOFEMmEHERD L, 7oA VRIS & o TE S N7z Aex DBRILEITLHE T > 2 ¥ LI
ACEMBEMISEZREL, T2 p OV 7 FEBME UTPYSHIEIZ > THHlENZEEZ LN
%, Wt T = VD3ER B 7 I B 72 FEE I3 LAY, BTETIZ B W T Mo(tfd-COCF3)s K—E¥ > 2 (n
=8.0x10%20 cm™3, Ip=5.43eV) LB ZERIEEL SRz LT, 7oA VB - T8 5 Ip
DY 7 MIRERFT YV TEEDOHEKEZRLTWSEEZ NS,

(a) (b)
—~ 3800 T T T T T 7 T 44
{ f
é /4
% 600+ (3 I ! iy
g s i ,f | o pristine
g 400r ‘ - > A B3 e
3 > s S5 |eEMIM-TFS]
E e X ! S JeLi-TFSI
& 200f - J 7
e E ]
1 1 R/ 1 1
L 40 45 50 55 6.0 6.5
SM/M I TFS/ Photon Energy (eV)
S,

unoccupied

Dopant Dopant
_ _ _ _LUMO level _ _LUMO level
I,~ [LUMO, |

I~ |LUMO, + A, |

Semiconductor
HOMO band

Semiconductor
HOMO band

HOMO band

D(E) Charge Transfer
& Anion Exchange
/\Chirge Transfer
(O] —
(i) Neutral state (i) FATCNQ doped state (iii) Anion exchanged state

318 FoAVURMRN—EV/ICLB R—TEDAELE, FATCNQ F—V¥ ¥ 25 &' EMIM-TFSI
F723 Li-TFSI 2 W7 = A4 VR R — ¥ 0 212 & 5 THES Nz PBTTT MO (a) (£EHE O Hk,
(b) BEOPYSHIEL W ESNE Y3 DT Oy FOIEE, (0)PYS HIEIC & > THES N Ip DHEIC
DWTHERT LA, HHIRETIE HOMO N> R ET 5 Ip PME¥E R -V 72 &> T R—
XY N LUMO ¥4 L AREOMHEIZR S, T2A VRN -V I TR RIS h, Ip »°
Aex TEEEZ 1T R— 82 M LUMO A1 5 X 5123 7 b9 5, ZOM, R0 Gibbs HHZ A LVF—D4
FHIBA LTV 2EZ 5N 5,



62 B3E NV FEEMEERT TN I FROMRE

334 TZAURBICLDERBEHONENICET 5 EHDERRN

A TEREMEMIZT =4 VRGP EMB RIS ZRET S Z L 2R U TERN, AHiTEIN
ZOEMPRIBIZ BT A G EEEBDOERAN S RT, Z07dIcEd. AN PEEEK (SC) & F—riy
I (Dopant) (BT 2 BEMBEN S L XY OAREZHWET =4 VRBKISIZDOWTEHET L, £
7o, PERFERREBE UTHET D 2L 2F R 50, BREIZB T RIEDAEE ., EADEFSI
FZEARVWDBDET L, PEEKE =NV M kT HEULNMAN VY FIEZEI RV EE2ET 5, FBAE
HOMOgc D#Ef7 & K —/8Y ks LUMOp, D¥EMI DO T 32V ¥ —#%% AEcy L E&HT 5 (¥ 3.19(a)).

(a) (b)

A A
| LUMO,, |

before

w AE. w| exchange

| HOMO.. | &

319 TPZAVURMR—EVIDEMILEINEZET IV, () FEAKD HOMO ¢ K—,8> +® LUMO
DT AIF—HEADOBR, (b) 7 =4 U RHOIEMAL T 2 )L ¥ — L %K S Gibbs AT AL F —DZE

(4%
ETEMBBISIIOVWTRISEEEZHE X 5, FHARBIZE 1T 2 KONEE IXEMEE) (k1) &G
(k_1) DHLDOWEL 72D, T3 Marcus HEIZHEDOWTIUFO X S IZilid s n 5,

(Areorg +AE CT)2
4/lre0rgk B T

()Lreorg - AECT)Z

SC**}[D t* 3.16
DhroorgknT [ lf{Dopant™ ] ( )

[SCl¢[Dopant]s = &7 exp

o

2 CHEBIZIXEMRMBEIOEK N, GiITITHEKIED K NEHEZ R L TWD, [HEORAT s IZHEEH,
fIZHEETIZ B 2HTH S Z 2R T, EERKIGIZ LS Gibbs HHZ X V¥ —DZ{bEIL AEc 12 & >
THEEDLHELT WD, WHADKIGIZOWTEL KRB RE0L k] & LTz, 4L /L TIZ AEcy D
RHERYThHs, ZUWEEEITELEUTOLS IR,

AECT) _ [SC*"J¢ [Dopant*~J¢
kgT ) [SClf [Dopantls
AEct DPIEIZRE WG EIZ N —E Y 78R ITBHEEENICEA L TV 2N Z DX 50015, 8RR
DRI = v I NERM%E [SCl=[SC* L EHEL. TNVEBRINBEHIZOVWTEZRS, M
WO 2B TFTOLDIZRZHBHTE S,

exp (— (3.17)

(3.18)

D -
AECTz—kBTln(—[ Opant ]f)

[Dopant]s
Dopant®™ X% 12 G Z 2 R AU ZET 2 Dkt U, IR TIZE(E S % Dopant 137 & o 5L 12
FHETHIEEZIVPKIGIZEFE LS %, TD72H, [Dopant* I & [Dopant]ly & W K& 725 Z &k
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Thbd, HRWE K=V TBEENEZ 5DIE LUMOp, »* HOMOgc & D & (3.18) DAL DI T W
LGaiclRons,
CITT=FAVRBBIEHEL B Z 2B R, TORMEE (Dopant* =Y )% R & LT TFD LD IT

T Do
[Dopant*~]¢

~ [Dopant™ Is+ [Y-1

Dopant®™ @55, R O#EIEGZITWHEREFIFEL, FRKINMNIHFGTEINTE S, LEERPGRRIC
R—Err7anskinz2E£ITR(B.18)ICR 28 AT D L, UTOREBRHIED LD,

(3.19)

AEcy = —kpT

( [Dopant*~ ¢+ Y I¢
In

[Dopant, ) + lnR] (3.20)

ERNRI T =& VR EBEU BGEIIE R IZIERHITNS WMEEZ L 5720, AEcy DIEIZKEWEGETH >
THER—VEUVIRIGEET T2 ENREINT VWS, ZTDOR DEHIXT =4 VR ISIZE T 5380 5
EF D,

E E,_
kyexp (— kB_a;) [Dopant™ 1Y s = kg exp (— ﬁ) [Y Jf[Dopant*~]g (3.21)

Ep. Eqa o l3ZFNTNT oA VEBODIEERIGE K OWKIGEDIEMAL T ANV F—TH D, ZTOHEIXT =AYV
AT K BIERMER ST & B Gibbs HH T 4 )L ¥ —D 21L& AGY, (255 L\ (4 3.19(b), T DA % #EL S
LELUTDES 1275,

AGey\  [Y lfDopant']s
exp( kpT ) ~ [Dopant™ I{Y 1, (322)
MADONEE LD, REZHAVWTRILTDHELLTDOLDIT4 5,
o _ B Y] ) ([Dopant'_]s )]
AG¢y =—ksT |-InR +1n([Dopant’_]f+ ar +1n EEE (3.23)

A (3.20) 12BN D —kgTInR IZDWTEMIT LU TD LIRS,

m( [Y7) )n%gk@fﬁkﬂ (3.24)

—kgTInR = -AG:, —kpT
BL ex B [Dopant™ I¢+ [Y-Ir Y1,

DA EDKERD S HARIZ D EDO K=V 2B L TWAEAICEVWTYDOREEIZRE W AEcr
TRV I DRHRNNITA D0 %2EZ D, X(3.20) 128 (3.24) #RAT S Z &I12X 0 AFDOBEFBENR
xh3,

AEcr = —-AGS, —kpT (3.25)

ln([DOPant“Js)+ln( [Y~le )]
[Y- s [Dopantl
ZORITE T, BICKRERT = A VZHIIED AGS, WEBEWIZ K- Y JOE I ElIns Z L
WRENTz, 7o, ALIZHEHNDERH T =4 VIREROIHIZT Y bu ¥ —IZHKT % Gibbs HH T %
VE—FIROMEERLTE D, Gibbs HHT X VX —FIBOH7E1F K=V I DE# S5 L HETE
5, FUEZHIZERD» OB I NE F— "V POIER L HIRICFET DA DIERILTH D, F—rtv
FORFER R — TRIZKIFTHETH D, TNTBEFOBER -V TIZBWTHEENLIHFLETH D, X
(8.25) IZ &k o> THRKIND AEcT MRIHIZH TS PYS JIEIZ &K - THEHEBBH I N7z Aex IKHYTE2E X
L5Nd,
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BT = VEBEIIZDOWTHE X5 &, Dopant™ IZEMBEIDOL U ERE U MNEELRVOIZE
U. Y BEREZHWEZEZTFEET 2 2OICREIZIEFIZREL LS, lem AOALE O — M
R=7F2RBIZBVT, AHFETIEHANVS 0.5ml D K—E > ZERIZ Y 1Z ~30 mmol, Dopant®™
I& ~15 pmol F/ET 2 72 DIIRIET 7 = A4 VIREHOIEIL 8kpT FEES -V 72T 255426
T3,

INECTEABARLRRIIOVWTHMEZIT o720, EEOFERIZS TS MOPEIZOVWTRRS, FERT
EARH & R =80 DA TGS 22812 & > T Dopant®™ DEENELAD, 1% A —X—DF
Wiz %89 5 & In((Dopant™ 1/[Y 1) Ik 4 FREDETH S EZ NS, TD=d, BELDIHIZEK
5 K=V ORI 4kp T FEE L, HAENZEAE IV /NS RBLEZOND,

FEEOYERFEEDO K- 2BV TIE, FEDONY NIES X OCRBEEO T AN G2 ET 5
PEMKIZBWT Fermi-Dirac 1> THIET 2B T DEBEEADBEND B [63], TD7zsH, &
KOTEREX AEcy DI BB EDLZEDOD, ERLOiin & FKkIZ T =4 &2 X % Gibbs HH T %
VX —DREFNR - 7OBEI I LTERT 2 EX 505,

335 HRALEHRFERICEITEZN—TE0DRAL

T=A VRN - 7R3 A VEMHEEAZRHLTE D, F—=7REOFERE W EZFHEL P
TWT =AY Y FEBEEMEHETE T 2 A E A 5N D, L Ladas, AREEERS 7O R —
TIREETIE 720 TV A v LR LU CEMAHE[EI L T WE @R EHBET 5 &, PBTTT &
FRED M L o THIDO G BRICB I 2T A VKRBV I REHRT LI 2 TE 5,
% Z T thiophene, thienothiophene & diketopyrrolopyrrole % = H & (2453 5 D-A Bl &4 128K
PDPP2TT-T # & O PDPP2T-TT (X 8.20) At > I — MEDWKRILA Y ML E R—E v JHi%THRIE L
7zo FATCNQ R —VY 2 27 Tl PDPP2TT-T D AN ARZ MILDZEAL, bbb K=Y U 7 hirds 2
EARE NI, 3 EIZE TS PYS I A 5 PDPP2T-TT & HOMO #4713 FATCNQ @ LUMO #Ef7
IZHYM T 5 —5.2eV LD EHENWZ EDRENTWS72HD, FATCNQ IZ& 5 K—EVINEURNWI &k
ZMAERTH B, — i, PDPP2TTT & n &P RIRS 7z K- — 1€/ ~—DRIHIZ & > THOMO
HADEH SR> TWVWBHZDIZ, FATCNQ IZ &> T R—=E VI AWELTWBE e EX 515, Li-TFSI 7
ZAVREME -V EHWEGEIIEmEADES FEEERIIBWT -y JOEITAREI N, X
7z, FATCNQ K—VY > 7' & b L T PDPP2TT-T O K — 7EMBEIL TWB Z A RE Nz, THhbb,
PBTTT RS 3 D-AME EULE D FLERIIH L TE T A VKM -V T 3ERTH D Z LIRS
Nz, BILETXKRT VY VR R2BETLHE R—E U 7InN0WHMEIZEWT T A VR RK—-Y
DT U2 Z 2 1d, BT LA D= XLk >TT =4 V& #IZ & % Gibbs HH T 3L ¥ — DR
MR-V TOEIIE LTEHNTWS I LE2RLTWS,
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(@) (b)

0.5 T T T T T 05 T T T T T
—— Pristine — Pristi

04| — FATCNQ{ o4l  FAcNa-
g — Li-TFSI 2 — Li-TFSI
= 0.3F . €0.3f i
e 2
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X 3.20 PDPP &9 FHEHRICEITZ R—TEDMA L, FATCNQ K—¥ > 7' L O Li-TFSI %
W27 =k VR R — YV JHi#I128 1) 5 PDPP &4 - RER DGR A R 2 kL, (a) PDPP2TT-T
DRBIN AR ML E LD FHEE, (b) PDPP2TITT ORI AR 27 ML E & U4 FHd,

K5 L ERBAE RN T 2B T2 AMEE R =Y 7Tk, WS K== b PiEEFEo# IR
Ko CTHERMEZHF LI IICRADAZ R—Y VT2 RN THI I L E2EEICREL TS
D, ZOHAETH FATCNQ R—EV e HHIRLTT = A VRN —E VI TIE R — T E&PEEENE L
K EFRTBI82], £/, ZOHRETIET A VRN -V 712 L > TERE N—¥E v I n{fn 48
REAEFIZBWTANY NMEEBP LRI TH L Z L ERU TS, BLEORERIIT = A VR R -V I
LRI EEAMRNC R L THETH D Z L 2R LT WS,

336 Fo-AURMRN—EV I INEROEEE M FTE

T A RN — Yy J & N7z PBTTT W O RS A M 2 @@ XA T HIE 2 W TiT o 72, Hish
FRDA Ry ZIZHKT 5 ¥ — 27 OBIHIEERAK 3.21(a) ITRINT WD, T=A VM T A THEDT IV
FOVBHBEIR IR S N B GG 1T, AN SO d-spacing (& K — 7 &AL WEERE AN B Z L ARG
X TW3 [83], 3.21(b) T/RT 1 IRD[EH A 53K D7z d-spacing IIZEEREH W K-V 7 &MIFE
RKEL Lo TED, THIFEATE LRI T VF VBB T =4 VDI NS ET LV EXREL TV
%, X 3.21(c) TRHEHTIRET & DFME2ME (FWHM) Offiz /R L TWb, FWHM OHRIZIE, [FEHRE
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R U WSS A X2 K o TR % 5 8 L TR EUTRAE S 2 FAIEDORLNIC K > TIRE S 8D 2 D3
275N 5 [7, FWHM Z Li-TFSI 7 =4 YRR -V I8 W TIRE/NS WEZ R U, EHRENC
HUTHRBNSWHEZRLTED, Li-TFSI 7 =4 V& F -V 7T & o TGRSR, 5
A ELTWE Z EWREINT,
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28—
T T T T T T |
g 26+ ® |
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'S 241 _
@©
o
w -
= S 2oL
) ° |
c
9 =
= EMIM-TFSI L L . :
Prie,. Far & L.
g st T, 7
g ©
5 ad | ' ']
2 FATCNQ ] . EMIM-TFSlg
< a0 -7
| 1 & 30 pristine _ - ®
pristine__ - S0 8t H
= FATCNQ
' ' ' ' ' : w 16- Li-TFSI
02 04 06 08 10 12 14
1 | | | I
q (A7) 0 L 5 L "
Order of diffraction

X321 7ZAVKER—EYIINALERICESITZ X BREITAUE. (aPBTTT #iED FATCNQ B
FOT=F VR WM R - TR B 2N L RO X REHTHERE, 74 VKRB r— s
EOWTHHWEZEREOAMERRL TV, (b) MIEREHE» B I mA o EED
d-spacing. XU (c) EHTIREZ & D FWHM,

R—U YV 7BRIZET BT =4 v ORISR OMRE 2 BT 2 Z L IETE S0, Mk
FIIME D[ EIZ D WTIRBOERZE X 2 BENH D, TD—HE UTPBTIT 2EDKRY F47 ik
BERIZDOWTIE NV Ik 50 THEDOZRE T o5, X 8.22 Tid DFT &4 (B3LYP JLEI%K
6-31G+(d) FEBIE) % A\ 7z PBTTT4 &AD FIERES X EIZ 1~4 flid K — REBIZE 1 2 AL
fEs KO Z0ROFFROMOMEEE, —HAZRLTWS, ZOKELS K= RED PBTTT &4
TOFEEDF ET 52 eRan0, 205 FiEZ B EMED M EIZFS L TW A HREERE Z o1
%, PSS BT A e Uik, PHERREBE L T N — RETII A FEHOMO B AT
LzbrEzoh, TNEEEDEALSRENTVWS, B, Z0X> Ly FEEDEILIER VY )
1 NEEEDP S X/ 1 FIEADZ L ERFI N5,
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337 FT-AYVEDEIRICLE R—THREOREMR L

TEA VRN - I TIRPERERIIRN S NS T = A VR EIRT 52 TE LD, Zhif]
AL R — TR L E 2 HIH T E 2 HEEEL D B, N — THIZ B 1 2 ZE M8 AMED
BRI TR, BERBERTREANDIGHIZE > THELRMEETH D, £ I THRART =F
> FEZ KGN U 72 PBTTT 8 & F W\ T B AME 2 BRI A X 27 LS & OB RIS EHIE 2 W TR L
Tzo HBINA AT MVDOFATIE K — T EEZ Ar FHK FT 10 AM7 ==V L7ZDBIZ KK FTD AR
 MNVHIEZATO VA 2NV EREDER Uz, 7= —)VilfEd PBTTT #EOHENZALL 8\ 160 °C £ T
DIREMHEZ EIZHWT WS, FATCNQ K—Y > 27 Tld, BABEOYKISEDZ I FIERIED FATCNQ
DHFT LI TR —TENFD LTV ZEBHoNTED [84]. ZHUIRIKINA XY MILDZE{LN» S
HIER I N7z (1% 3.28(a), — AT =4 > Tdh 5 BOB™ & EAVEROX 7 =4 > & U T BTN
SNTVEHEIZIE, 7 =4 D HOMO ¥R AVEERD Ip £ B eV LA EEW [81] 72D IZ B H)
DHERIENEZ 5RVEEZSND, ZOK, R—=7EOREAE R -7z LE8EIc k5 KkOmLE
Wo IAEFERIGEMES EEZ SN, T =4 v OB AL 2 @ M DS BN A ICEE TH S [85], BRAK
POREDE W BOB &> T K= N/ IEE L <A LU B AMEZRLTE Y (M 3.23(0b)).
Y87 =4 VRROBRDT = A VRN - T ROERDOZEM PR A2 LS5 Z e DS
Mo Tz, B AMED A LIMEZEEHIE 2 Ar S5 FI2B T 5 10 2O 7 = —)VRITIT - 72551 »
5 b HER S 7z (1K 8.23(c)), 160 °C DT =— )L#IZ FATCNQ R — Y > 7 TIHMEEE DY 3 Hilk Eigd L
TWVW2DIZX L, BOB™ 27 =4 VRN —E Y 7 TIE70% FRESEEEVPRFI N TV S,
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(@)

T T T T T T T
03 é\g gié)ped FATCNQ | 0.3k Asodo ed Li-BOB
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5 34% e ,
o 20f After annealing A
& |0.005% 0.03% 0.04% at1e0 c

0@/ &47/ /<\ G@/ 0@/ (,\/\ (,@
@ N %o 7 S %
7 '%’ R A\d}
X823 7-AVUKRMR—EVI/ROBEORMAME., (a)FATCNQ F—t > 75 L (b)Li-BOB %
W7 o4 VB R =Yy 7% 0 PBTTT #EIZ O W T AEEZRHATICBII2 7= — L RET
B BMBINART MIVIIIE Z DR LU 7285 E, ()FATCNQ R—Y v 7B XUk~ L EBKIEIC L 3
ToA VKRR =Y %O PBTTT #FEIZ D WT, RIEEFHK FICBWTT ==V E T o MRS
NV EEEOES

B B OEBEEZ WA T =4 Y RH R — Y 2 Z %0 IEO B AN % i L R HETHRIK
IWARZ P &> TEHMEIL 72852 X 824 IZ/RLTWD, ZIZTIEHIAIRX., T=A VAR LXT
W COs2™ XA 72 MEE A SN T W3 FeCly™ [86] ¥ LI E DT WS, ZOHELSH R—F
B OB AV B ENTVWE T VI KRELKIET 22000, COy NENEDVES
72 CO32™ 2 G LI TIE PBTTT X MRIBIZE D 2TV OITx U T, LML E TH D BKIED E W
PFSI- # AL AKEA VWS L 160°C ETOT =— )L TIE N —=TREMIFL A EHRREINTWS,
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X 3.24 AR BEIBICEZTAVRBR—EV T EBMAM, HrhGEIEICE 7 =4 55
K=Y 7% PBTTT #IEIZD\WT, MEEFHANIZEIT 57 =— L& KK FITE T 2RI A R
27 MVEIE 280 R U 7286 R,
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338 PZAVURR—EVIDFED

ToA VRN —E VI TIEHCS A A VXY, Y 2BIRT 5 Z 212k o TA A VM EEH % il
U, 100% 35\ 7 =4 YRR B I R —TREOEL WA EXER I N, £/, BiiShs7=4Y>
FEDEIUZ & > T F— TIEORGE RN 2 Mk - 1 E9 5 & & 1T, fLFARLE M BN A2 & DYy
LM S A ETE S Z e ARE NI, RO R =YV TCIREMBEIRIGIZED S R =30 b H3
KA A VR EREUEBIENEI NS 72012, R—=TE%2[ ET257200KERBIETRT Vv
RO ZEM PSS N L= RA T OBRICH o7z, ToA VKN —E Y 7T K=V b3
BEBE S, Y- 2REERE O 1 A4 VIHTE R & 2 EIEADKMORE 2S5 72012, ZnThofkEl
IR U 72 MR O Bl b A e T o 72, G BEBER 7Tt AL > THE K OAKE2EHTE 57 =
F VR — Y TR O K — TIREBOFIHE L OCHEICEN R FIETH B2 TR A
ZIZBNWTHLSBOIERI /RIS,

34 SYANAFAVELERIZRAWZRF—EYY

T =AU N — VTl FATCNQ 2B LEIC. Y- 2510 A4 VR TBERIC & B HEA DK & WS
BESEP RSN TN, ZOREUSHEEZLIVBHITERHTLE2FEL LTI VAN F I v BALH
EHWER—VC VI FEZHAE L, AFETEAKAERICBVWTEBAAE LTHW SN S tris(4-
bromophenyl)amine (TPA) D Z Y ANV hF A v 2EFT 2TV ANIEEHANTWS, —&iZiX TPA'T &
SbCe~ W% MED SV HNENHWSNTED., ZOMHIZ L > THO S F2MILT 2 L. SbCe HY
BibI N FITHM T D EEZOoND, £I T, BRABNT =AY &2HD TPA 7V AIVIEE G K
UPEAEREIER S ENE, Y R =TI BRERICRMNT 2 e ifTcE s, Z0k5%T
VHNEEERT 5720ICIX TPA D ¥4 3 VRIZL VLT 5 Z & T TPAI 2 L7212, Na-Y D
B RBETPCRAET 5, ARABGTIXILET 2 Nal 2HU0 R 22T, TPA-Y 258925 Z & H» T
5, RIIZETIEY & UTR—7HOERD RN L EN 2 iifiicB W THiER L TFSI 2467 5%
TPA-TFSI(X 8.25()) Z FHWTH D, ZHEINE - MAMERIZBWTERINZEDZFAL TW5,
TPA-TFSI O 7 & k= h YV LIAHHIZ 45 °C O ESA: < PBTTT #ii%22E L7/ 25, 550 Sem™! &
WO T A VKRR - T T 2 EEEEED I N TE, £72. PYSHIEN S X 5.55 eV D
Ip BFHliENTED, T=A VKRRV ITDOHEEIDE F—EVTOBENIARE N 2RI N
TW5, (X 3.25(b)).
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X 38.25 STHINAFAVEHE., (@) TV HNHFF v itF TPA-TFSI D4 FHEdE, (b) TPA-TFSI
N—¥ Y2737 PBTIT HiEiZ 81 5 PYS @k R,

3.5 f&Em

DT AR — XY MR WEBE T2 A L RS TEERORA N R—E v 7 FEORIFICE
DRAT, =Y MMEOREFUZ L > TRONDERD N — TECHEERAMEIIR R, F—7&,
LM, SRR RO SN EMHETEE DR =NV N TEHTAEZ 3L o7, I TH
MIBENE R — 8y Mz, PR O A A VBRI & 2 EEAOKNIIMD 7 = A 2 E 53T 5 % B
PRV ITOFEEHZICHFE L2, T=A VKRB RV IB LT VNN AF A VBIEAIIZ LS
BRR =YY TR EROEMZTRTHZTIENTE, ZNEANY MEE20ET 2 ETHEHZT
EThdreEZOND, /-, AR THIEL T2 WD & SRRYE AR B2 6T 2
T oA R E S TR AN T B Z E DNATRE T H B 728, B ISR IZ A bt s s o i
JEDEHMBAEETH D L EZ N5,
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mE v VTEEICSITENY NMEK

FHI3BIZBWTHRKLUAZE R - TR HWT, W E MO ELAVKINEH U 72 A3 5 LB AR A
DEFYVTHEEDOR—EY Y7275, ~1x102L em™ O F v ) 7HEAIL & o TRAEMDIRED filling
INdEeFEZON, ZORICHEENATZ2 Y MENOFHG 2175 Z 2 HIE L2, ZOHMDZDIZE
T BTREBIOHEEL 525 1 AX v 7 OANINGHE %2 GIWAXS JIE 2 & 01757z, fi\WTESRICX
5 EIREOFEAM, ZEENE, M N COLRENEET > 72, Itd EHlARHIE T & 25385 O & #KIF
PR A A VERDPEHEIZ 22565 H D -OMRBES TIERW, Z07d, W5 FICH15 Hall &)
BB LOHKES R RHELF Y VT DR AL VNI B T DR 2 HARD 2O DEERTEL 25T
W3,

41 BE BFvVT7EBEICSITSXy ) 7IE
411 ENERICBITDEFRE

N N2 T 2 BN 2 LB RO RICEBEEDOF v VT2 EAL TV L Ep BNV R X vy
TMENY RANEBEIT S, §5& Ep BXOZTO EHIZIZIEREREDREVRFELET 72D, Fr VT
FEGIE S N WEETHREICHS TS, BTHRIFIH SN ERIEESEEEX EAL. 2SR
RELIEENS, L2LADS, HIBREOINEZET 2R TRHAEBEDOF v 7THEAINTHEER
BRI LIRS W, ZHUFELNDEIZ X > TN Y ROEGHEVWIREBIZ EREEN R 725720 TH
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DOHIERER. (b, e) ugan B £ & nygan PGSR, B X (c,h o OHEFER,

Li-TFSI 7 =4 V&t R =¥V 72 WA D npay (SIHEHT 2 &, BRICH ) 51 PBTTT €/
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BWTC7z)VITRNF¥— Ep Z HOMO N> RNDMERIZALE T DHHRIREBIZH D EZ 5N, TN
ESR IZ X Z2§Hli & —B U 72 TH 5, Bl d R—TERMICBEWTE S 17z Hall BEIE pupa PESK
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TRUZELE D BEEEEOEK N N —E Y TFERALND D, ZHUIMEIRIED 72O D KRG HIZH T 5
MREFOLLDHERENEZ oNDG, Ip E N—=7R2IFMBEL TR EEZSNED, BiRET =4 VN
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49 EEES LU Hall BHEDREKRFEDLLE, &N —Y 7 Fikz vz PBTTT #fkic
BT 5 (a) BikRL S N2 BRUREE OIREKRFNE. B X0 (b) Bii&b S 17z Hall BE)E O K,

#42 BRBR—EVIFEICHTZ KN—TES LU Hall BEIE OFHEFER.
NHalls MHall- O /X 240 KIZBI2ETH 5,

R—s8 bk Ip(eV)  ngpin (cm™3)  npan (em™)  ppan (cm?V1is™) o (Sem™)
FATCNQ 5.20 4.0x10%0 1.9x1020 2.2 69
Mo(tfd-COCF3)3 5.43 8.0x10%0 3.8x10%0 2.2 136
EMIM-TFSI 7 =4 v #i#fs  5.21 - 8.8x10%0 2.6 348
Li-TFSI 7 =7 > & #a 5.38 - 1.4x1021 2.0 445
TPA-TFSI 5.55 - 1.5x102! 2.1 525

CDFERD S EARKIZIE 0 BE W R —TREFIFERPPRIBERGEEZRT I &, BEV Li-TFSI %
AWET =4 VE R = U 7128 W TROEP L RIBERFELBHI SN T WS Z 223005, fish
7 VAN HF A VLA TPA-TFSI 2 FHW2356TH O, Li-TFSI 7 =4 VR R — v 7 054 L FAfE
JEIZRER D72 o OEEMRIFE %2R T — AT, pgan FEETAESHALTWD, ZHUCILE T A

HADBERLTWSHREMENREZX S X D,

Li-TFSI 7 =4 VR R =V 72 WY Y TV D ugan FIREICH L TOERIEINNEL, Fr
D 7 OBRPHEIZH KT B EEERENEY VRH 2B WT FHEI NS IREEKENE (o exp(—(To/T))) [94]
LB THY, ZNMOY Y TN B SR TH S, Li-TFSI 7 =4 Vi R — Tz
PBTTT T half filled IOEVVREEZ EB T2 Z 212k > T, Ep BNV REEM %249 2IREIZAEL T
WbEEZOND, A TEREEDRERTFENSBHS PRI IZRBREBIZEE-TEST., WRHE

DHMFUIZEHT 2 REDD S,
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453 WS TICBIT2EEAERRICEATZIER

Li-TFSI 7 =4 Y& K — ¥V TP E W28 > TNz D WT, A, DD ~NEE U 5 IR AEIE I Hall
SRR S 2RI A Uho 2 IR — B L T\, Hall 188 & 09 REICHET KN
SIRIIVWITNENY NMEEEEZET XY ) TR6FIZEL S0, N2 NMEEES v ) 7 OB LD
REFISTHALTWEZEWRBINT WS, ThEHHATZRME LTI, Ep 2WEMEREBIMEL
TWVWAEDIZHEBFEREAIF YV T2HGFRTAZIERETHSE, WD I eAFEITF5NS (X 4.13(2)).
F7oid, BYHEMHBEEHAIZL > TEr BETREBHEENFDT LY 7 bX v v 7 [90] BRI NT NS Z
EREZSND (K 4.130)) —Fi. Li-TFSI Z W75 Y FINZ DWW TIKIREA F 51 L A, DY HFHEY
MUTH D, Hall I RMERER E ADE T Ep BNV FIEEM 2 H T AREBIZMELTVNEZ L %2RLT
W5, INEHEAMIZET LK 4.13(c) ITAHY TS, Li-TFSI 7 =4 VR R -V 7L L TEWE
HEge Ip, $hDLEVWF Y U TEEEFEBL TWS TPA-TFSI F—E U ZI2EWT pgan ¥ A 2MEHR
TRABIZIEA U TV o BRI S 2T WAS, B EAERICHR T 2 JHERP GIWAXS HIE (I
BWTH SN g fHDOEWAURT O R HMEILN O 272 EHFE L TW A ATREERE 2 51 5,
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X 4.13 ERERHISFHINZREEEDOREM L Ex OB, () ZRERE, (i) &3 MR8
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TERIZHEST 2V 7 M X v v TOBEET 256, (o) BENBETH W Ex BHREREBICAEL T
WBHE, Li-TFSI 7 =4 VRN —E Y T2 HWY U TPV Tlk (o) KENST2LHFEZ6N5,

GIWAXS % 5 FHli S 7z g lH 5 B P S D722 & S IZE D T2 B (g > T%) O FE M 1385 S AR
(g <1%) LT NIXILNTE D, N FRADOEWESOREBIZFEADORENPFH T VD L EZXS5N5,
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Mo(tfd-COCF3)3 ORI IFASE S MELNZ B 2 3720123 K2 50D B JR[EL U 7 REBDE & HME 2 T
WE, R Ep XRALLZREBIZABELTWS EEZ 605, MEEAEE v ) 7HEEZ2FRKCE
DEIENTELT A VRN - U725 T, H1HTEp Ny M8V Z AT 5 5/R570RED%E
RIZALET D Z N TEREER D,

46 EEOREKRFSE

WWT, RAAS VEIBLORAS VNOHFGLH B720—EBIEIROEEL WD H B0, [BEE o D
HEREMEICOWTHER T O WEMEERIC Erp DELE L TV 2 SEME ARSI VIR TR EE L
Xy ) TIZBVWTALNSRLEL Y ¥V 7 EZE (X (4.1) ¥ VRH(X (4.2)) & 357 o 7R R
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47 iR

H3EIIBWTHA UMY N—E Y FFiEE2 HWT PBTTT #EICB W TEEH I WL NN Y NMeEES
F ORI DO WTCEi 21T 5 72, L% K=Y > Z%I121E PBTTT 8BS FHLT 22 2 EiF v
VT REICEE R g ARy JEFEBASE < R0 . 2O AIAEOELN AR TS Z EAVHIHL 72, AR L
U CHEaATRL & IS USRI RN T VW25 DD, EF v U TEEDF v ) TIHEAIL L > T Ep 2N
Y NMEEMNA AT 2 HREEREBINET 2 Z 2RI N, TTEFHER R OB R 2% T 5
=DM BEREMTH Y, AIREOEEEZIEHT 2 2 & CEFHEYE 2 R T 2WEN T 25, B
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E RO F ¥ U TEEREIZ I N E TICER L AL E T TR, #IZEET SR
A VERGR E ORENEICHEEZ I TS, £, @O REKIEFOXHEAHTRS & OWBEIE 2
FI2LFEZ6NEN, AV A— METIEEHAMNLT VX LZEALTWS, £FZTAETIZE 2=
CEWTHWZBEARRE BB 2 EBERTIEZRRE L, KA1 VRO D2 WE B EREO E
FOFDF v ) TARERMEDOFAMICE D MA . £z, BE OMEZHIE X Hall 21 EHE TIREASI N
FY VT ETIEDODVTOEEINZEREBTNED, TRAF—HEMNIZE>THF v ) 7 ORENERHE
MR ZZEEZONS, TITER—E U IEINEEEOF v ) THEEZBREICE > THOE
FUERL. ¥+ V) 7BOBEBIEZ % Ep (I ET 256 EEELEVF v V) 7 OBENE 2 39l
5ZLIZHOMATE, KRETIFLAEOEDMAZEL T, S0 T PERIZBEWTARERIZERHINTNS
BEEE RS 0, JEEMEE LTORT Yy VRIS 2 Z & 2 HIEL -,

51 =RERRFE
511 EREEROFR

2B THRAZXDIT, AT OFHESIDMELE X N D MBS iz A A VAR OE FC ikl 72 w5 72
BKERZER T 22N TES, ZOLIRBBETIIEMR EOEEZITOLR L TH o+ H MM
W&o TIPS 2R T 2 ATREME DS H 5, £ 2T 0.02 wt% FEE DOKIEE O & F 28R EH % 120 °C
DA VHEARRECTE T U, #iE U 72 ISR R S HRAEIR ARG U7z (9 5.1), Z O, @
N7 7 DOIZE > TR I NG Z L BRI T2,
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polymer solution . I
(ii) polymer thin film

ionic liquid (120 °C)

51 MEKREICSIT2ECHEBILEIBALAZESFELEREEOFE, () 2BEHO NS 7214
VAT U, 120 °CIZMB L TWARETE S FEERDOREZTE N5, (i) WEIEZET 5
BE. NS 7 DBIZE > THIEBER I NS,

512 T /N4 REH

B 5.2 IZARFEERIZBEWTHWS TN AMEEOEAK 2R, 731 A& I PEREEI ML R — 7
ENTWB LM FET L IZIERBKD MIS & CH 5, 731 AFHTIZE 9. 500 nm D SiOp MRALE
HT % Si/Si0g HAK D KM NLEE % hexamethyldisilazane (HMDS) % AW T{7 > 7z, Z DRMULHE TIE
HHM D UV-Ozone WL % 17 - 7212 HMDS % 2000 rpm D [R[§ZEHTALEY > a— b, 120°CIZ &L B HA b
R—=7DTFEEHAVTWS, HMDS WL %17 > 7z EM B S & O EREROERZ 7572, AV
I— MEZAWDIGAEIZIE Cr/Au DR MLV R NEMBEAY Y I— MNZY Y RYSY AT 2N
REZ X > TERU 72, BLEEER 2 W 28548 1013 EERERO LR ZIC Au Bz vy RO 227 %
AW ZEEZ I L > TERL 72,
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M52 tER—EVISINAIBRERELAVACERDRET IR, @IFF—TSh7#%2 M
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TORE LR > T WD, (b) fb% N— T I N/ PR O REEE OB RAK, TV F—HERIZL >
TREDORBAEMNEZ S, BRGEEZANZGA I Ep HEICF ¥ U 7R EZ BN TEAX
nd,
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BB, TITIHE3HELAKRY Y RUYAZE2HWTE D, 46 FllE S & O Hall 20 R HIE H AT EE
Thb, W THEEEFZ YAG L —F -2 & > TABFHEIMTABBRIZZ Y F o LTWS, T
DT NA X% Ar FER R TT I AN F A VEEH TPA-TFSI O 7 & » = M U )LERAN ORTENIL % 17
ST LITLoTUER—EY I L, wEIT CWDP%XEVZ—FT%’E?%E%LTV% fEBx N
T2 T N A AIFAKRDEIT eryostat ¥ AT LA TORE %217 -7z, BHE D FET & 1384 ) BLRALEE D &N
RETOWEZITS 720, KEBRTIZEEBRE—FZEHL TS

51.3 BAMRZAVLF v ) TRENEOFTE

B E CTIZEHIi L C E 2 ERREE X Hall BE)E D S XERICIEAINZF v ) TOEHEI N
BHEMELTWSE EEZ N, ZNIFEHEOEVE Y ) TOREET S Ep LB 5BEE & TR
% [95], FEIZ @D BRI IEAEILNICHR L CREEDO R 2 REVFET 5720, Er ED
v 7 OBEHEIXREOFEI LU TEL K @WABEEDYH 2,

EFZ R =V 7 IN@RICERRIC L > Ty UV TEREZBMNIEFTT S, Fv ) 7TEEOERKIE
Ep fHEIZBEWTHEL S, ZOOBAMRMEIC L > THEE o N2 BEANEBEE upg 1% Er 80D
FREEPENF YV TOBHETHDLEZ NS (M5.20). ERMBIZE>THF v ) 7TEENELH
SINZHED_POURBEEEIUTOL S ICRT I LA TE S,

0Q =00+ enFEUFE (5.1)

ZZTop 3 MbtF R—UE U X DU BEEE, npg EERRIZL > TEMTEAINEZF XYY TOD
BETHD, (LER—C U FI2E5F v ) TEEZ 110 em 2 DA —X—THBDIZH L, BERIE
WCEBEMTHEAZSNEIF YV TOHEEIZ1x102em 2 DA—X—=TH O, £F vV 7THEEDK % fEE
THb, BRFITE D ZRCEEEDORNNE %2 Aop =enprurg £ KT &, upg ZATD XS 12kD 3
ZEMTE B,

1 dAO'\j

UFE = rel dVe

ZZTCIEFYRNRVRVA, Vg ld7r— NEETH 5,

(5.2)

52 MRREERICE T 2 EEFMEDFTHE
5.2.1 SHEEHEE DM

TREHE BB 12 E O 2R U RS @R BRGOM%2 X 5.3 1R, I #E
fEi& R R I B W THEMET 2 W TS T 2 L IFEDRIEHHIZE W T O AHEBEO AR BRI ER I N
TEY, ZHIXHERBIZ LB AEOEWHIRINEZRL TW5, @O EERIEEOEHE L PTG % iR
SWERUNS B 728, B E N7zl I3 E WEIFIZ bz > TEBERN —H AL TWwWbd e Ex 65, X
512, ZO¥EEE AFM IZ & > THIsRT % 2, edge-on Iil[iZH 1% PBTTT 4 FAF v 7 (2.1 nm) IZ
MY 2B ANl Nz, EEEEROBEIX 2~3 D FEIZHYT 2 6~8nm FEETH S, DFATY
TOBHNIZHEEIZB W TEWEERELPER L TWE I 2RLTED., EOTFHMRITH b hd s g
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TATMEEZER L TWBREEZ 6N, LEDER»S, BpEom il rEEEOESIZKII L7722
& MER L T2,
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0

5.3 BEEMEEROHRK, PBTTT £#H L ®HE (a) B & AT (b) IZFEE AL U 72 BR DS BAM
BEOBIZUER, ()AFM 12 X 2 EBOBEG (DAFM BHEIZ k> THESNEZEmMDO TR 7 71, A B
BHEHEG ) ITBWTENENH PN TV BRI TS 7ay FTh 5,

522 [EERMOFE

9, BB &R A A VBT DIZERE 0 ~NDMEEFNIT 520, BlaBE#EEs LAY v
a— MNEZE Z AN A F I VLA TPA-TFSI # W T R—=7 L ZBIZB 615 o DIREICKT 2 HA7
MaEM 541087, 28, RAEEEIZEROME £ —EHOHIE DB KT TOHE % T
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Hd-D, N1 2EBORMEERTIEA A YORES LA A VICLERT VY Y VOEAVBALE Y O—
MENEBE X825 Z e N FREIND, ZD7O, BRI 512 BEEK - 7 =4 > ORI AMEIRIZ
B2 READEZRLSFER I L TWEAHEELEZZ SN D,

Bo AR I B W CEHN X N RERICB T2 ERICEWVEEE IS WBHEICHKT 5 Z AT
%, 22T, M55IZ8VWT Hall $I B HE uga B L Hall ¥ vV TEE nga KL TWS, &
BB W TR AEEREIE A Y 3 — MEE B U T ygan (& 2.4 15, ngap FAREOEEZEL TS
D, BEIEDH EIZX > TELKMEEEN M ELTWS Z D095, £72. 280 K IZH T Bl EHRD
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PBTTT @ N I ZEAEHEEIZ S WT 2. Ay I—MEIZBWT 20 2 VT WA,

53 EZER—EVI/INEHERKRERICEITS
BRMFRAE
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IZELTW5, 2070, (MFE NV 7 IN@EOBERNETIE 1% BEOF v ) TEENEHI N
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MBI B WTF v U 7EERLHSI NG, U EOEE» S, BRBEIC L BEUEDOLT 2B S
T=DIIFEADNS WA VD Z e BEFE L 25, JEMEIEF v ) TEEOLTIIE - TR ICA
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5.3 fbF R - I BEAERIC B T 2B RE 97

(a) 4 T T T T T T (b)4 T T T T T T
Spin-coat Spin-coat
3+ 220K 4 3+ 4K 4
)
3
- \’D 2 - -
o)
<
- 1 - -
Ok 1 1 1 1 - (0] = 1 1 1 1 =
-50 -40 -30 -20 -10 0 -50 -40 -30 -20 -10 0
Gate voltage (V) Gate voltage (V)
(C) T T T T T T (d)4
| ] 1 T T T T T T
Aligned Aligned
121 280K 1 3l 4K
@ | @
= ° 22t :
3l 3
T 1o |
Uy 1 1 1 1 1 il Okl | | | | 4
-0 40 -30 -20 -10 0 50 -40 30 -20 -10 0
Gate voltage (V) Gate voltage (V)

M 57 EZR—EVI/INE-LEKEEICSITZ2ERMRBE, TPA-TFSI K—vrranrk
PBTTT (a,b) A Y I— MEE X (¢, d) BLFABEERE 2 W= BRI R REHEER, AlERENThTNh
HizR_mENT WS,
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6.1 #1E

RIFZETIEE D T LERMENZ B 2Ny MEEEOMZEICE D #lA S, BB 1ETHEMmL 2L SN
¥ NI B W TR & 720 2 s R MR I3RS SR (g < 1%) LU TEd 71 38UAR (g > T%) TIEIE
WIZELNT WS, 72, BVREREZEEIZL > TEr PEVIEOINIEEDH D, & LR TR
Ry U MEEDANEBRAETH L EZONTE 7z, 2 ETIIMBIIEORER 218 L TSN
To. m HRIZ K DA o 72 HOMO., EHOFm M, Ko r A Xy J[EE#E & edge-on Bl & W5 F v U
TAZREIZ G R R & £ D CDT-BTZ (23 U CHRRTE EI2H 1) 2 EHfA b 7w 2 2@ L. FET %
EBIL 7z, ST PLEMAFET & LTHIHT 10 em? Vs ! 2 X BB EIE, dw/dT <0 OIREHKLT
M, Hall B2 B, &0 FPEEICB 0T Y REERAK O LD Z & 2 FHAE LTz, REREEEDH
WRIZBWTNAY NMEEEZBA I T2 ICEEF YV TEEO R—Y VBB ETHD ., HE3ETIHML
FR—E VI FEORBICWMO A, T2A VRN -V T WS F7RFEEERLEL, TOAN=
AL EMGE U7 6ER, BILEITRT Y Yy LI K> TEBI SN B{LE K- 227 =4 VD Gibbs
HET ALY =R L 2 EBMOE hE2 G5 TERZ 2SI U7z, PERERICKNEI NG T =
AU EBINTEDLARAFERICE - T, HIFICBT2@EF v ) 7HEE L ZEW L ER TR -4 FHERHZ
FEHHTHZ N TE, FAETIHMEE RN - I NZE@0 FLEERERIZB )5 1 AKXy 7 JFEE,
b=, Hall BEIE, fifHae —L > MROFHiZ@E L TN Y MREWOFHli %247 > 72, Li-TFSIIZL %
ToAVRMN -V 72V L, 1 ARy HEHIZEL 5 & & 512 0L X .
Ny MMEEWZ T 2HREELUIREBIZ Er BMLET 5 Z EBHLO MR -7z, BT B A I Nz E5
FREAREFIZB VTN Y MEEMEE E TERWTH A ZNLHMOTTH Y, ZOHRRIZL->TE
TAHERFE DR ZE S E A BEIC 22 5, 3 5 M TIXEHEM A B A 1 VEER O 2 % HEbR 9 2 Bl
iz fEElg 22 12, (ME RV T LHlAEDLEERSRIZL S Ep fHEDF v V) 7 BB E LA IZ
WOMA, ZOKE, NV NMEEMEZET 2 N -y Iz Eas 78R TIRERAMNE T ~30
em? V- 1s LS X TO@MWBEIENEE T 5 Z LD S TR 7,

AMBIZE>THRY EVTEEPLENTH 2 LEZONTE @D FEERIIE T 2Ny R &M
MWEIE SNz, Ny FMEEMZBEE T2 3RV g FRMEERZEZBT 28 7 2 X v Z[HE
R RMEIL N OIEH, EX vy ) T EEOFEAPEETH L LRI N, INSE2EHARRIZT ST
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O X 2 HA O BRI R U 720 K5 7 HAEE (20~40 em? VL™ 1) ICILET 2 % ¥ V) 7 OB EE (~ 30
em? Vs ™) FANY REEHIZE > THEESWZEEZONS, AIEICBWTERIIEI N1 ZAX Y
ZREEMEYE v ) TEEREBHEAERT 22005 FRIHNIB I 2#EL LTHWS Z N TE S,
SO X 570 5 MR O MIEIR BAEREAN D HEA D T EEARD N Y RIEEVEANOHE % FD 5 /-
DIZEETH D, FERE, ALY V7 v g —, BRALE. WML S ke R B ORR 2 RS
LTI MlENS Z AN 5,

6.2 RE

AWFEIZE > TEDFHREBERIZBEWTN Y NREENEF TSI EWREN, BR 7O 28 MHe N —
vy M & Ny MEEWZ SR OMBEED R I 2, ZOMBIEHZ O W TR SN B ERZ WL D
PO MY ZIZHITTHENT S

6.2.1 EEMMBE L TORERMEDORL

AR VWTEHSINZGWEEELZET 2% - 737z PBTTTE M EEREIZ B W T
1,400 Scm™Y) L Ml OEBVEMRI OB DOWTHE X B, BLFALLIE AL 72K ) 71 F L > Tl EEE
10,000 Sem ™ FEEAER I N T VWA [4], ZHiF 1x102 em™2 L WHLER—TE N~ PBTTT L0 %
1HiEWF Y ) 7TEEIZHKRTZ2ED0THD, vV TEEDEVHEUZEFELE UTIEAENZR N—
TEDEVLINZE PBTTT TldfifaxlE D 7L FIVEHAMERED 60~70% % HDTWE ZENEIF 5N 5,
mE, ZIRGIEDO Y — MREETIKRT 5 &, (b N =737 PBTTT OEEE XA S 8k L
TEHINZEBEWMEIEOWTWE EEZ NS, kB, KU T7HFL U EOEBERD TILER
Tat AR A X VWS EALADRIEN D B,

T TR LDHEA TV DB 7 B AH A fE 7% PEDOT:PSS Oz 1%, il & T i% 200~300
Sem ! B RIUTH 503, SEEDHEDHEREIZ X > T 1,000 Sem ™! FENEHINT WS [23], i
DEBREEARMEIAN O BIF 2 ARHEEZ R T Z 2 RSV DI GERN XA 4 — NP RBEERRE DTN
A AZBITLEME UTOERHBREPBEINT VWS [97], 2O &S 2nHEMIZEWVEEENERI N
7ALFE R =y 7 Iz PBITT DWW TH S BMIFI NS L E X 505, PEDOT:PSS i 71 & ZHilfH
DNEE K Z BB L 5D U T, PBTTT ZARBEIC X 5BW» S 70 ANHRETH LF K E2H
LTW3, £7-, PEDOT:PSS TIZBIKMET =4 > &2 HWS DI KRALENEOREIZEA 250D, b
FRN—VEr 7 IN7 PBTTT TIEBUKET =4 V2 HWE ZEDHRETH 5720, 7oA VHEDERIZ X
0 ZEM ERTRETH B,

28y ZIZ & D E X 5 ITO DAZERE (~8,000 Secm™1) 1& PBTTT 128 1 2D 5~6 {GFEETH 5
HLOD, ITO DF v ) 7 OFHBEE (~30 cm?2 V- 1s™l) L fb% K- v 7 & hi PBTTT Ofk b EEME
DEWF ¥ ) TOBHEIFZFABEIZES>TWS, FMHBRTIEIINLD BMEMNMEEED ITO & L<HW
HNTH D, BPWKEEOMEREZ ERIATRER A 7 0 2 AE 0 FEERISEMS T > 77, Bl —
R 72 Ok % BB OIRAIZHAWSONE R T VY YyILEAETHLEZ LN,

DB &, L% K= v 7 X Nz PBTTT IXEEMAMRIA OIS % 55 T & 2 EEEM & YHiL
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ZREEZE L TWA EEZSNDS, B 70X A RSB RN BT X 5 72 B {RB M 1z
B MG 720011, Ny MEEMICHE T 2 GBBEL2TEHT 2 2 B8RO —D22 LTEHEZS
N3, inz=mxxry N7 —27#iE%2E T 5 PEDOT:PSS #/E CTld N> NMEEME %2 /39 Hall 3 5H %
Pauli F M IZBIHI S TH 59 [62]. PBTTT @I B 1) 2 kot T 7 AEED & 512 i m o i
JAIAME 2 5 3 T8RN Y MEEMEICHR S 2 BB E QLB ZERITH 2 L EZ 5N 5,
BEIEIINY MEEDETFVIZBWTUTORTEI NG,

u=et/m* (6.1)

ZZT T IXEMEE, m* ZANERETH S, 1 X mt TR TFOESREEITKET 5720, £E
BREERNREI NS ETPHT I 2L, & ZADBREDFLEROEHSGHD m* 122V TiE, E
BHAROAPMENELET EE /) Y —IZ Lo TIRESIND 2O TFRPHIELILPTVWEZEZSNE, Z0D
EWAMOAMRT Vv v LIFEST S E /) v —0 HOMO #4735 & O LUMO #4712 & > T21b$ % 7=
B, BERE/v—a2=y FOBREPHEZ Y ROKMZTRICT 2 E2 605, EEIZIZINS
DEHEN 721 TR, BEAINAZE/ =5 LDOHED Ay 7)) Vv 7EEEREH ZHRZLTED,
Mea i /) v —2HOVEZBOEHEAMOENERVHAEINT NS [98], &b, ZOFHEMRICLD L
CDT-BTZ iZ 2 TR I N/ @S T EEROF TIFAMERI NS WEBEIZA S, TS5/
AMEEL TRENIMEBIREINT WS, Ny REGHEHRZRFOMAZMASGDESL I TAYER
EEEES FLERICB I 2BEES L CEEEOH EBfFI N5,

6.2.2 BABERERFADINH

EREAMEHI IR & LR U TR D3R 6 2K, BVRERPZE VWL WO KRB EBE L TV, Z DKW E
FER P G WEERIE IS BVER A RHIRO SN A MEETH O, PBTIT 245850 FHEKIILTE N —
VYT R L 7 EIZ B B BEEBIRE IR AT S VT W5 [99], EVEZRME T DMEREfR
WFERITTD ZT E LT FD LS IzRI N5,

S2g

ZT =— (6.2)
K

ZIZTSIFHMNEEEDZVORENZ2ERTE Ry 7B, « FBERELTH D, NV NMEEEOIE
DS IEMott DRIZE > TEREIND Z A SN TWAS [100],

 1%kp? 0(Er)

3e og(Ep) ©3)
op(E) XKLL FOBE, S EE N5,
ofep(E
a=—faﬂE)€g ) i (6.4)

ZITfrpE)R7 IV ITF 1Ty IRGETH S, 7, of(E) 13 op(E) DEWMATH S, KERS
BEHT 272010, ZOWHOEEKRELTEI L2425, opE) RTHLF— E [TAET 2RED
5 DIEEEADHGEL LEINTE, ZD E KENEZRE L THITIPREBEE DE) D E KEFEME2ZRELT
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NIXE L, ZNIFHEONY NEZETE2MEHIBWTEEI NS, &GO FLEEAROEHARDONY NIE
BEBLZLIIZE/ v—2=y FOZERIZK - THETEZ L L FRINTED [98]. BELHLEE
M ET 2720 DMERGNARETH D LFEAOND, BB, —~MIZo e SIE ML —FAT7DOMKRERD
P[99]. ZT DEIZH LT S IE_DFG 2 LA T2DIT, 0 DWAZMA LS S M ET5Z LId
BHNZ T Tu—FThHhHLeEIOLND,

6.2.3 EFHEHZDOHR

REFFE & o TR E TN Y NMEEDNLEITH 2 REE &) T LERICBVWTEB Lz, ZThIdET
MR IZ W EREHETH D, BTHEROREISBREMI NS Z e ifrE s, £z, AL TIRY
BAREIIZ AT 2 7 =2 v % HARICRIRT 2 FHEOBFE L TV A D, KBiNT =4 v i3 B8 RE s o ¥t
2t U CEERKE E R OWEMEAE X 5N, Hle LTk, AEERICE T 25 E» DMEBEESIRE
T.>10 K 24D TEMR L ZHEIZEROR) 724 V2 HVWEZ L ICX > THEEINT WS [101], F
Too AW TR LT =4 > D—2TdH % FeCly™ IFAREMRITHEMEZI D ATEIZHWONT
WET =AY THY [86]. wBREITIEVED FLEREHEMET =4 DL S LHEFEHEZR > %
MGES 25 Z e D53 EI NG, ZO L DT, SRR Y =4 > L SEIREBIEVE S 8RO
AEDRIT & o TH A RBREVEM BT T 2 Z L iR T N 5,
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