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Light-induced Superconductivity in an Organic Mott Insulator
utilizing a Photo-active Electric Double Layer
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Band-filling control of strongly correlated electron systems has been a persistent challenge over the past three
decades in condensed matter science. Especially, recent efforts have been focused on electrostatic carrier doping
of Mott insulators, utilising field-effect transistor (FET) or electric double layer transistor (EDLT) structures to
find novel superconductivity. We found the first field-induced superconductivity in an organic-based material in
2013 and has been developing various types of superconducting organic FETs. In this paper, our recent results
on the development of novel photo-active superconducting organic FETs utilizing a photo-active electric double
layer are summarized. We believe that the techniques and knowledge described here will contribute to advances
in future superconducting electronics as well as the understanding of superconductivity in strongly correlated

electron systems.

1. IFL®HIC

ELEESERONME THHE Yy MEFEICKHT2F Y U T b= 7 (RN 74 U 7l
) X, 2030 4H, EEPHERFICBITOREET —~D—>Th-o7[1-3]. @ETOHH
BAXAVOERZERLH O Z LKLY, EFHO —a CHAEERITERT L2 R TE
LRI, BYEENLYA ML FRERY, oA b7 —m X LF =R R
gLV RE L eoTehy, EHIEAEYA MIRTEL, RITMERIET D, 20X D ikl
IR % E > MERRIA & RS,

oy PEE R, « i BEDT-TTF #

(BEDT-TTF; bis (ethylenedithio) () (b)
tetrathiafulvalene) O P2 1%, £ v b SRR 1_' “
MERIKCET A MERE < | s ) ¢ g #
ERTVA (K1), ZoWER 242: 2584 }% R

o < rirg ot A .4

k- (BEDT-TTF).X D #L Ak % £f H, S in nind L ;

HOMO > i 1/afilled & 72 2 i i, 5 seeTT Tt e
R L LR PR A R anian’ X

7Y, A=EJENTIX BEDT-TTE 8 %

A~ MG E R 5720, i) X1 « % BEDT-TTF #z O & st . BEDT-TTF 43 -2 L%

213 1/2-filled D F >~ - Hafgk ik
Eesh. FUEY Magike LT

frififg b 7 =4 N X DR E N A REERE 2L (),
{EEJENTIL BEDT-TTF 23 A ~— &2 ToRk % (b) .



NSV Ak T3 a7/

(2 & 2 BB HE RS DN kS ) R

BWT, R K—v 7, BERMEOENILD/N K7 40U 2 7l
e SN TEX 70 & 33z,

k 7 BEDT-TTF ¥ 2B W TIT

FDOFHNM: & A0 LI EAIRI NS & 58 REHIER O BEmE Aot & ShT&

[4-5].

L7235, RUEy MoK EZBWE &I 28R bR 8K HEAET UL,
BEDT-TTE {28 W T, F¥ VT F—V U IREHTEIET 4 U v ZHIEABRE N

TR THSH 2 &

TR I #EL 7oy, N T, «% BEDT-TTF ¥ O FliiE 5% ((Em Lo

Rk} %afﬂm2XW%m5im&m%mmﬁm%mwﬂxm”mﬁ&mﬁbf@# (A

W2, 7T 0 ) v TN
TPERE IR T DR 2 AR R—E v VIR TH D729, «

L DBEEEBIEAEED TH A D.

N SYIRV/EY S X0 B

7 BEDT-TTF #(2 T6:74

V> 7N B 2 HAEFNII W < OO R A 72 [6] DA E - Tz,
2O LTEBEND, %%6@9»~7THKMBHmﬂTﬁ*ﬂ¢é74Uyﬁﬂﬁ®$&
CLTCEMIE NI PAX (FET) #EZFIA L= E XY V7 F—E JOufEtEIic S L

[7-11], ZEBRIZ « T BEDT-TTF 1
W5 [12-15]. AL, Ditahk

BR_HEE LV A X

fé74)/7ﬂﬁkio %+m%@@ﬁ@ TRk LT
k7 BEDT-TTF ¥ ~D Y

U?P—EV@%&U%%@%%%&%%%%LK%%WU¢w]gowfmﬂﬁé.

2. AFEREI_ER

SURG NI 3 ek 710k g 5!

IBWTIEHZEERYMEICBWTESR &g 7 ¥ X % (Electric-

double-layer Transistor: EDLT) % 7= A FE B EEBE N EHL STV 5 [16-20]. EDLT ¢
BWTIE, ERIENT R ZTHO LD ERMEREORD Y ICA T REEZ R ET 5

BIRIE 2 ANTH — NEIE
ZEINT A, ZOF, A4
VIR Bt R, A
Aok EENIZL S THE
it S AT ORI 5 0D B Anf D
BHRELDH., ZHIEER
g L X, EDLT Tl
IhaeT /) Fx vzl
THHATHZET, Frx
NEICEEEDx ¥ )T &
R—7F2Z EnalfgL 72
5. L2»»L7&n 5, EDLT
WCHWOI DA A IR
— 1T 200 K T2 7 A
2 F om0, MBIKE
ST IPABLR T ORAN- SR RE U
BLOERMHERILFEE
ENTWARV., £ TEE
blE, A A UKD D

(a) ib)
—
200 un
. = P -
- -Br
r : .
R R RO LR ' u+ 'S \
il i S FESERE SRR .-_.J-.l-u.l.: .
Stipercandncior (P-5P) Mot Insarlciar Snpercamdietor {N-5P)
"R RN ¥ f F ¢ & !
T Ly
- ® B = =
. 6 8 & 8 _ | U | -
- " " " w ""*-._)I",‘-'.J'-,‘J',-"' & & &8 8 =
s rr !
1 B \"\Ll'n YRl - - N ST \"\","‘l .
Il lisgrenge mirie! eleciron dopring .
e - - H
@ =holecarrier & =eleciron carrier | = 5P form or =MC form :
L7 - _'
L"-.- .
¥is or
P-5P MN-SP !

X2 HFHEER EEE O ERERRGE R T A X ORI
(a) 3 X OV «-Br v J1 BLURE A O Y B0 EE 142 (b) . L2 iX N-SP, P-SP
THOAY YT K5 B M EE TSR STV .

11



12

By v XU 2 & UCHBEH T RO fm A 71225 H L7z, FET #&Eicdsi) 5
7= M & T v 2 VIE O SIS T2 AT o A TR B LSS, B FIEO
R BRF SN ERE LTHE, Fyrag~oXxy ) 7EARESCBEELED ST FH3E
B s [21]. Z Ok, G FORMA & F ¥ XVE - 77— MNEMEIZAE T 5 NEE R o Bf%
I Helmholtz ® = [22,23] # W T,

Ein =N (,umol /(c,'dmol) (1)

TRIND (N, tnot, dnot 38 LD e 1TZNENVH G FIEN O 53 TR, BT — A MO mEkE
BRGESy, R, FEELEERT). Thbb, AHEES TN OSSO % 4 5
ZenTENE, NHENBFEFHIHET 5 Z LRARRIZRDTHA ).

INEFEBRTHEDOFIEN, 7+ b7y 0 1t0RMATHL. 7+ hr7aI v 5T
D—FETH DAL R E T TEFE THEOABRK (SPIK) & LTHET 528, ALV E
RIS % FF O MMEA A BBRIR (MC R) ~& B bd 5. F7o, AfbbEEIc kv R
0 EMET D [24]. - T, AEBRET A2 HWTHBES A AR L YL X 2 5 w1
A A ZE, SEBREV S 7T ) v 2 E LTI S E RIS NS,

AWFZETIE, ZHOAE r v T CEFEARES TR (P-SP-SAM, N-SP-SAM) % « ! BEDT-TTF
HWoO—FTH 5 k- (BEDT-TTF)2 Cu[N(CN)]Br (LA F, x-Br) ®HEfESR T o2 2 X FEICE A
L7 BB RIS R T P A X AERLLT- (M 2) .

3. RBFREHBIGEER

TNA Z1X, ALOs 77— MR IE (30 nm) Z #78 L 72 Nb:SrTiOs R Rl A v r v 57 B+
f 2 SRS U 7%, w«-Br O 7 B S 2 & 0~ 200 nm) Z AR CTRED 1155 2 & TIERLL 7=,

1% L 12 P-SP-SAM % (& fifi L 7= k-Br 7 /34 A (P-SP-k-Br 7 /34 A) O BT HOW TR 5.
P-SP-k-Br 7 /34 A% SK £ THAIL, KIS LS BRIEOZE % 4 S5 B THIE L7z
TS, AR IEIZ BV TIE, «-Br 35K D O ZkIeH| ok D EAZRIZ L E v M@k
RIRRE & 72 > TV D 23, B4 O RS 2 0 IRFUEIZBIRIIC A L, 180 ZIZIZIE—EE & 72 -
7o ZOWED LTeEFUEITOLRAN Z ko TH Rk L, Hit < A0 AT L 0 IZIZRHifE~ &
B L=, Z OEBUEO R E X

P-SP-SAM % {&fifi L TW 72\ T /3 (a) (b)

A ATEHBR SN TH LT, P-SP- 1. 164

SAM DO JEEMAVITERT 56 DT m'-'i 5 05- \__

5% % ? % oo e NN
ORI D EAEHURIC S ] § os]

FBET AR OBRIES 4 e e

DRERAMERBLE (M3 @), @f ) TEEE e 20D

-Br O H IR BB KK T b - 72 s 75 wo s o RN TR

D, ERANORRE I L REIT4E
BRI L 720, BHANIS, BRBILE M3 EISEBERETHRICIT D P-SP 7N ADESHEHT (a) B
73K TOAMBEPE OB OBHMER (ZFC-FC JI7E) DOIR AN (b) .



BRI SN, HiZ, BEHHH (field-
cooled: FC) 3 X OV E /e 1 H) (zero
field-cooled: ZFC) WAL E %17 > 7=
LA, BRI To—r
TFATT T a D LW
DHER SN2 LD, KIBETO
HPUE O W Y k-Br OffixiA 5
AR ER A~ D AR 1T I D
<HDOTHDH I ENEMIT LN
(3 (b)).

IO EBRERSE O RIR A
HOMNZT B0, K ZER T
IEDTHR LT — MEEEZ AT ¥
YL, FRHEFEEFICE T 2 EGTE
DHT—Tmy Na{Tol- (X4).
ST — FBEDAF ¥ 2B
TTNA Ridp i”@aaﬁxb%%m—
L7y, SEAMED RS & IIC kR
\ZH T —7my hOEBLEI M~
D7 FRBA S, T
ROV LV B S «-Br il
R DS EIZF ¥ U7 (IEAL) 2ATEA
INTWHZEEEWT S, Th I4ﬁ%%kiUTbA7 NEEDT 2T VT — b A%y

4 .
VIS oge

3 zo

4 o
#ccsscasanas Gate Voltage (V) =sesescaeees 3

o

-4 ] 4

IZEWTF S ZXE v MR AN D BRSO T T —T 1w b () PIHNREEN S, (b)
5SA B, BASEM AL REICE %ﬂ®mwiwwﬂ(Mm@(m$@QMmﬂ@

EE /Xy J EE PAY.
L R— 7 Rz, % ) T EED SRR B XL, i< (h) AIEE 300 FOHRE 4.

EIZ L > THEBLTWS Z &
WD, BB S N7 — FNEEY 7 MIF—9V TH Y, NEERLLICHRET S &

—43MVkm’¢mﬁT5

ZTHO0) XEB X5 L, P-SP-SAM HOWNHERZE(LIL5 O BHH-1-E— A ME{RIZ
B4 5. P-SPIXERIMEIREHC X 0 IEDOBHRT-E— A > Nk Ap=—7.5 Debye (FABRIA : —6.4
Debye, BAERK : —13.9 Debye) Z#/~d 728, BONHERELILZFE L, R -Br ~DIEFL

R—E U INEBLIZEERDZ ENHKRD. EBERIC, HBonNEERE(l (—43 MV/em)
IX P-SP-SAM HFIZB T HAERE T OMETFZICESE (1) XXV RO I-ZANEHEROFHE
fE: — (5.0 ~75) MV/iem L [RfEEOfEZ/RLTE Y, P-SP-SAM DY EMALIZEES < NEE
BALNHEERORFE TH D Z L2 BMF TR THD.

ML EDORERZ B E 2 X, EORFEIRZb % R~T 02 H0iud, IEORNHERE
EHHEL, EHEIET) F—Er7BX0Cnctl) n MBEEOFE G AlREL 725 2 & 23
FEEND. 22T, Hil-BRAC YT VFERN-SP #3% 5t - Ak L7, N-SP X, DFT #tHIic
FAUTEDOIMGAZAY . Apu=5.9 Debye (PHERIK : —6.7 Debye, BAER{A : —0.8 Debye) Z /R

13



14

N-SP % W TRERIC T /31 A
ZAES L (N-SP-k-Br 7 /31 A ),
BEREOREKRAFEL R L
7= (X 5 (a)). P-SP D% & [AHkIC
N-SP-k-Br 7 /3 A 2 O FI IR B
%ﬁ%f&otﬁ,%%%@%%

IRV REIZEBRBHIE 720, Rk
Mz, ERBIRME 4.7 K TORM
HEHEORD BB ST, £z,
FC ¥ L OV ZFC RALE 21T > 72
LA, BRI T —
T 4T T T a IR
HML TR T3 B S, %R
RIS > TEEIzE T T 7
¥a URRBITERT DR
AEnie (15 (0).

N-SP-k-Br 7 /XA AZEBIT 5
FEX YV T OMMEETRDL -
D, BUOULHNZ & T TR
ML — NEEEAX YL, &
FRGTIEIC 31T D IRPLED 7 7 —
Tay MATo7lz (6) . AN —
FBEEDZF ¥ BN TT A
I n WOERN R 2w LT,
AL DI & HRICIREE IS T —
vy hOAEBEEFM~DOT T b
DB SN, 2, AR
FIZE VD IEONEERBREAEL,
K-Br f b O SR HEIZE S F ¥ U 75
ERLTNWDLZEEERT S, o
FUTHEONT N AL, > Mz
2 DA R, RS~ & W

WZIEAL R—=7" A, Fx U THE
DI L > THEER L T\ 5
TENGDD. RAEICBI S
7o — NEBIEY T MIF—11V T
HY, NEHEREICHRET S &
—52Mvmm~1ﬁédf5

Toenparatune ()

X 5 SRACIREHIZICBIT D N-SP 734 ZDHESIEH (a)
kiu&k4@mﬁhﬂwm§%fi%%

Wensansanenes  GataVoltage V] sssssccssseap

K6 HHRRFHBIOAR NS = NEEOT 27 V7 — N AF v
\ZLD N-SP 73 ZADBXHPTHO B T —7 11 > k. (a) FIHRR
HE 7 B, (b) 30 7, (c) 60 £, (d) 90 5, (e) 120 5, (f) 150 5, (g)
180 BV DEEASEIRES %33 O, #e< (h) AIELYE 300 FOIRES 4.

MUIR LIS D0, ZONFENIEROITH EFEX v ) T O P-SP-k-Br 7 /31 A L
IR THDHZ EEFHORM LTV, ZOfEFIL, 0 FREECH Y IR 04y B\ & 5%



A2 LIilEoT, Xy VT OmESLEELHEAETHL Z L2 BRLTVD.

4. FEHELERE

ARTRLIEE I, EHEOITBHEEE RS FHEEEZT N1 2L, FETMIEIC L DR
B VT R—E I REEHLTHIET, INE T FHEERTCIIREECTH 572 K7 4
U THlEERREE 52 &I, N RT 4 U U T HIERBEERE OB R L TE -
FLmETIE, 74 AEEEZHCTICHERErICEE L EER —HE AT 52 &
WZHRIILTEY, DFHEEROLLR LT RWEREIZHST XY VT R—E 0 7050
BELRVOSOH D, ZHIXEEMMIEIIRICE T, TERRHMY ORI RIBOEA, T3
A AEEDOIERLE W) FIEIC K > TITObIL TV AR R 7 0 U 7209 37 A —ZHIENE
GIZHRELE o7 Z L BB L TR, BREDORL L THEA RWEIZBIT 2 RMOE O
BRERNAREL D Z /SN D.

B

ARWFIENE, oy FREFAETRRT - ARV (O FREEAESE T, INERAL = (B LSRR ST AT, B
B —1= (NIMS), =gkl 4= (NIMS), #H5e1 CRIRT), mdnE A CRBKR:), Supawadee
Namuangruk (# A [E 27/ 77 /v ¥ —f%Ek % —), Nawee Kungwan (F = > v A K%)
FREOKFEMIEDORETH D, ET-ARBIEIL, B 204 B4 (20H05870, 19H02584,

19K22133, 17H05168, 16H06058, 15H01005) OBk A5 1 TiThonE Lz, Z ZIZEHOE %
FLET.
s E X ik

[1] M. Imada, A. Fujimori, and Y. Tokura, Rev. Mod. Phys. 70, 1039-1263 (1998).
[2] C. H. Ahn, J. M. Triscone, J. Mannhart, Nature 424, 1015-1018 (2003).
[3] K. Ueno et al. J. Phys. Soc. Jpn 83, 032001 (2014).
[4] K. Kanoda, J. Phys. Soc. Jpn. 75, 051007 (2006).
[5] H. H. Wang et al., Synth. Met. 42, 1983 (1991).
[6] T. Komatsu et al. J. Phys. Soc. Jpn. 65, 1340-1354 (1996).
[71 Y. Kawasugi et al. Appl. Phys. Lett. 92, 243508 (2008).
[8] Y. Kawasugi et al. Phys. Rev. Let. 103, 116801 (2009).
[9] Y. Kawasugi et al. Phys. Rev. B 84, 125129 (2011).
[10] Y. Kawasugi et al., Nat. Commun. 7, 12356 (2016).
[11] Y. Sato et al. Nano Lett. 17,708-714 (2017).
[12] H. M. Yamamoto et al. Nat. Commun. 4, 2379 (2013).
[13] M. Suda et al. Adv. Mater. 26, 3490-3495 (2014).
[14] M. Suda, R. Kato, H. M. Yammamoto, Science 347, 743-746 (2015).
[15] M. Suda et al. Adv. Mater. 29, 1606833 (2017)
[16] K. Ueno et al. Nat. Mater. 7, 855-858 (2008).
[17] J. T. Ye et al. Nat. Mater. 9, 125-128 (2010).
[18] A.T. Bollinger et al., Nature 472, 458-460 (2011).
[19] K. Ueno et al. Nat. Nanotec. 6, 408-412 (2011).
[20] J. T. Ye et al. Science 338, 1193-1196 (2012).
[21] S. Kobayashi et al. Nat. Mater. 7,317-322 (2008).

15



16

[22] G. Ashkenasy et al. Acc. Chem. Res. 35, 121-128 (2002).
[23] 1. H. Campbell et al. Appl. Phys. Lett. 71, 3528-3530 (1997).
[24] N. Tamai and H. Miyasaka, Chem. Rev. 100, 1875-1890 (2000).

EEHBE

ZEH 1T (SUDA Masayuki)

2005 3 A
2007 £ 3 A
2008 £ 4 H
2009 £ 3 A
2009 £ 4 A
2010 £ 4 A
2011 4~ 4 J
201249 A
2019 4104
2020 /£ 4 A

i NS e S e

BEJE FE AR PR B B T e RHE L3RR (5 T

A AEI R B R BIBFSE B DC2.

BEEZR AR PR BB LAt e 2 i e & T
H AP R B R BFSE B PD.
PACSEATSERT - RERIIFIER.

PG ERT - AR R BT SE R

Gy FRFFRSERT - B

B2 IR B - S X N IFEHE GR(T: - BiK).
FER IR RFBE LA gest - Wde (BUEICED).





