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Development of an organic thin-film transistor by a wet
fabrication process utilizing roll-to-roll direct imaging

exposure system

Shohei KOIZUMI*, Masakazu HORI*, Yosuke HAYASHIDA*, Kazuo NAITO*, Seiji KAWABATA™ and Yoshiaki KITO*
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We developed a method for fabricating an organic thin-film transistor (OTFT) on a flexible substrate by
a wet fabrication process utilizing electroless plating. In addition, the OTFT was manufactured on a large-
area substrate using a roll-to-roll direct imaging exposure system.

Key words ##~>>3I29, BXTIE,

MERH-T, O—)L - VYn—- 0=, TUFITILER

organic transistor, wet process, electroless plating, roll-to-roll, flexible substrate

] zusic
VAR, AEEHIE + 5 > Y A% (Organic Thin Film Tran-

sistor; OTFT) ZB§ AR SEEAIZ T TV BT,

OTFT 1%, WA TR TIERWETH 50, FEFITEHVE
WA ETHEREOMEEAETHY Y. Lo, Kax
b EAEEENERT LT - Yy — - = L
(RtoR) TOREDWFFEN TS, RoR IEHT 5720
i, ERICERY)ZFLYFL 75 L —1b (PET) ®F
VIFL v+ 7%L—bF (PEN) EDTLF T TIVHEW
MR ZH WG Z PRI RTHSE. LIrLeds, bk
FRIEAA RHI BT I Z A L CB Y, BT o Ay
WX DIBIREALA U %720, REEEERT 287
FTARX Y MWL B EEENEL TS, ZOREE
AT, T4l RtoR EFi#ELEE®E (Fig. 1) BB L7

LRtEE 1L, RtoR FEMRE Y AT 4 L EMFE LY AT L4 &
DHEESNIZEBTHY), TIARX Y b= &l LT
MBI BHET 52 LD RETH L. 20174 T TOR
BREEHELTIX, MEE 6um, 754 AV MEE £3um

RtoR B ELEE

Fig. 1

OWREE A LT A", Sl k413 it RioR g b
B2 RE 2 F B OTFT R 7t 2 2 Bi%E§ 5 2
WK L7z, X7 a0t Rk ) RFE2ERT 58
ED LX) Tt ATRMIEKZ § 590 K& %K A ¥ b
Ehh. FaZMNEMER T LT, WERD > Xk
W2 H L7e IR o &5 2L EmIC &R M 2
SEDLTHETHY, XA oML T TH—EoEs V&R
Bz f2 k?bi‘ﬂ ETH 5. OTFT HECHL & L T M7
Do VLG, ATZD - SROPHEZ ) LY 2

* WFJERIZEARER AR - SERBANTTSERT

63



Nikon Research Report Vol.1 2019

WKLV NERD, FAxlLE, OoXTHEELTT IV
RDOTT Ay T) Y THIERGSEZEICED, TS
% Pd 7213 PAd A 4 v RALEMICHZ 52 & 3TE, &
W&o TiZRal nm BREDOIEFITF 20 - AL S
LI L 7. AT, A IEEHB AR DSy — =
v 7% A% L72. TIPS-pentacene 7 & O] kA k&
BARMEHE, BARETE 2R N2 AT 525 IUHNEAE
BAEANCHETTLE ) 720, PEARE RIS DR % R
TLHZEIIRETH L. FIT, Fal, KEKL IR
EHWEZLIZLY, Y- TOMEE R L. K
BV YA P ERGHT A 2 & T 100 um FEPE O 58K E
Ny —= v IPufeE b, DUFIC OTFT o7 a2
DFEMN & PRI % 589, 2 T, RtoR EANE Rt
TR L 72 A4 BURRIIEAR OTFT MBEEA/EICEE LT
babE TRy 5.

2 OTFTEXfERTOER

PUFIZ OTFT /R 7 1 & 2 il 2 585

FARNZIE Cu i (150 nm) 1§ & PEN #AK (=100 um)
ZH, R A ZiE5emx6em & L7z 9, MBI
RYBL VA AR (PFI34A6, FRAbFAEE) 2571 v
THEL, ZoH7TINX—=2 (PB) #{fo7:. 74 b= A
7% AL CUVEREL, ZOBRANLIAR—V v —
~X 4 7 (PEB) % 1T o 72. & 12 2.38% TMAH /K & Wi
(NMD-3, HEIMLTZ) 1CEREZRELTCLY A MEH
RL 72, HALE ZHRKBRICIEREZRE S &, Culio
Ly F U T RATo7. TOHK, ERET M VIZRELT
LYAMEKRETHIEICLY, PENEHR B — (G)
AR A ER L7

WIZT — MRBEDOTI 21T 5 72, 77— MERIEREHC
BT R VBIRE V2., GEMEER L 723K %
UV ki L7212, Bobtko RF IBIRGBHEZ 71 v 7
L7z Bt R % U BiEmmiciE, SU-83005 (HAYLIE
B 2y ruaaddy ) T3 (ERL) LTH
BLZLOEMWE. BEEICPB 217V, Z0%, 74
PR &EANLTUVZRE L. RWT, PEB %175 72
%, W TuL ) a— Ve XAFLIZ—FTIT L
57— » (PGMEA) 122 E S ¥ RF VEOBURZ T - 7.
BURHRIS, RAMR=27 2479 2 L2k, 7— i
2 L7,

WIZ) =R - KL A~ (SD) BEWOEEEIT- 7. FER
Fiix UV PRI L ) REGE L7k, BEWIZT I~
BT T4y T L 72, 7 3 Viicix, N-(2-Amino-
ethyl)-3-aminopropyltrimethoxysilane % * 5 )V 4 ¥ 7' F )L -
FoTO02wWt% &2 EIHMLUIBHEH N 73V
JE 2B L2tk MRS - & HMEARCH 5 Pd B
(727 F =% —=7331, AT v 7 A8 ([ZHRZ R

64

L, M2 A5 Lz, KL 72k, HEEMNido &
% (AT L— bk Ni6575, AT v &7 A IZHARZE
R, ENAHICEERNID- IWEEEIK L7z, Bz
RPE - RS, RVBRIL VAN E T4 v THEL,
PB #{To7:. IR\WT, 74 b~ A7 %A LTUVEZRHL
7%, 120 T 54 PEB 217\, 2.38% TMAH /K&
WA RELCL YA M 2B L7z, IR 2 KB L 7244,
i U 7z Bk (HsPO, : CHCOOH @ HNO; : HoO =
10:1:1:2&Emkk) ICHEKEZREL, HEF N O X
DLy F v T xRATo7z. KK, EWETE M VICREL
TULIRMakRELE, BEERERAUDS B (A—
8= Ry 7 AH#255, Ay a—F#) ([ZHREREL, Nild
MM A Au TEIRL 72, HivC, WEMRTAuD - XiG
(A—=r8= % v 7 2 #880, A & 1 —+L#l) |ZHEMW % RS
52X, AuDIERIT R T o7z, KEL MR, WO
72O E BILBS 5 Z L2k Y, SD B /ERL L 7o, 4
B AU D - ZWFST L EI2X D, Nido I E
TAuTHET S L2 hEL 5. Fig 2 ICEEHD > &
WX D VEBLL 22O Wi SEM {8 %R 3. Rhar—1 -
Rb2arys 7 VRO YT VDAY BERT Y6, Fx
Y7 FICEBIGEE L ) Fr AVITEA SN, ED720,
AR IR SRR E TRV F—ICRED LN ER
METHLZEDPRLTINS. p HoGHEEEM R & M
DEXVEEHRE LTI Au 25— TH B A%, BRI
DYEETIR Cr k EOBRERPLETH L. LirL,
NS ITABEISEARAT R & O 3V F— R MMEATE N0,
KEZaVy 7 VRWUELAZ LD, RADTETH
MR — i % Au CHE T2 2 LT, A THfliz
AuZREMOAH LT 720, TAMAIIBVWTH
ML HDHEZEZTVD,

WIZHEAR B DK 21T - 72, SD B %2 VEH L 72 FM
# UVALIL L 7-%%, MiiBREsifio7zo, 0.5wt% b
AMNFT T2V T Ty (REALE TR v E

111201-052 30.0kV x50.0k SE 600nm

Photo. 2-2-SE
MST-11-041978 %:{&:S-5500 Tilt:90deg. —REF{&
%442 :Sample

Fig. 2 B H > X TR L ZECKROBE SEM &




RtoR BEEARBEZEAURERSR NS Y YR IBRERT O ZADRHFE

LA X 100

50.00 4 m/di

Fig. 3 7L &2 JIVEMREIC/ERU /= OTFT DRFERMBEHR &

WaeT 4y 7WBE L7, RWT, B %247 - 728, B
EXRYFIVEAXRYE Y FF =) (PFBT) MV VR
[ZIRIE L, SD BMOKMEH %17~ 7. PFBT % MK
BT AZEI2LY, PFBT T D 5 A4 E— L ORRIC
&) BWEROHBEBIRLS %5720, ARELEREA
DE=NVFX)TOEADBRG E D, ZOlba sy
MEFLO/NS W OTFT #ERTE 2 X510k %, iz
Z )= NVICRELTY Y AL, PERERET 1 v T
L 7z, PEA KA IC 1, TIPS-pentacene (¥ 7<= 7 )V
K v F) R RAFL Y (PS) (Mw ~280000, ¥
FTN Ry FHE) BREhER Iwt% & 0.4 wth & 7%
- Nl I 7% SV ¥ N BPART R R MAVASINE = £ (NT:31( 359
DT 4 v FBEICBI L TIE, F1E BTS20 &3
XN B BREIER R D Z B o 72 AT Ak & 70
5. PEREEIRK L7, R IKREED R TR L
¥ A b T% 5 BIOSURFINE-AWP sk (e nk T3t
B) % ZAY VKB L 7. BIOSURFINE-AWP [ % [ Skiz 5
SR, 74 VR A7 EALTUV RIS Lz &bk,
AR ZKICRIET 52 &2k ), BIOSURFINE-AWP fix o
B % AT o 72, FMEGER L%, % PV VICRIE
LCRERED Y —= 0 7 % AT o T, BBICHBILEL AT
AT XL, TUF YT IVIER IC OTFT ZEHLL 7.
PLEASOTFT R 7 a v Z DT 555, TRITAET
BATHY, FTRICBIT 2 EMIREIZ120T LT OfGR
THb. 7VF T TR EIAER L7z OTFT O e
4% Fig. 3RS, F % AV PAT 2 Mo 5
& 912 L T TIPSpentacene fH AR T E T 5 2 & % Hf
L7,

3 OTFT iR

Fig. 4 I 7 L ¥ ¥ 7 IVEEMHR FIT/E L 72 OTFT (5% %
VEL=40 um, F % #VIE W=500 um) DIEERE (a)
BIOWHEE b) 27R7. fERL 72 OTFT OBEEIE

65

(a) 1.0E-05 9.0E-04
8.0E-04
1.0E-07 7.0E-04
6.0E-04
1.0E-09 =
< 50E-04 %
- 4.0E-04 3,
1.0E-11 =
3.0E-04
1.0E-13 2.08-04
1.0E-04
1.0E-15 0.0E+00
10 -5 0 5
Ve/V
(b) 250
Vis-20V
200 |
-15V
i 1.50
=
T o100 | 10V
050 |
-5V
0.00 ‘ ‘ : ‘ :
0 5 10 15 20 25 30
Vgp/V

Fig. 4 7L 7IVEREICERLAEOTFT (FrRILRL=
40 um, F+ RJUIE W=500 um) DEEEM (@) &
FUHAEE (b)

V12 0.4V, Subthreshold swing (SS) 1 0.21 V/dec, #
BEEIX 0.41 cm?/Vs TH o7z, EH L7 OTFTide 25 Y
VAT HNEL, FSSHLREFTHHIE LY, HiIF
RE KRR SN Twb bl s. Zhid, TIPS
pentacene & PS D E G BEIC X AR ETHDH EEZ TV
612)13).

RIS R L ), AT o A THER L 72 OTFT i3k
RV Z A L, PESBEHZFE L ORHTE S L
WREs b, NN TORBIEREITE 72720, WITK
BUFERR L~ OVER % K L 72,

4 KEIEIREAD OTFT EESEHIE

RtoR FXADIEFH ORI & L THEERRIIAR A OB
ZMES L7z, 28U 270 mm x 360 mm A XD Cu JEif) X
PEN Z&£8% J vy, 210 mm x 300 mm & 1) 712 OTFT 7
JTATIMN) 7 ANEEAER L., BT L F 7 Ovk
A2 OTFT 2B 2 12Hh 720, £EToOFLT oL AL
BA%E L 72 RtoR ELHi#& G361 % I\ TIT - 72, RtoR E i #
FEEBNICH B A A >0 — VITBEEREN Z 0 A1 Tk
iio7z. ond BOLLIRRIE, HEHAHI AT TTI(4 A b
R RBHRTHILIE DTz T2, KAV TIE,
MEEEIZ 4T ROR ¥4 2 — FEBEZHWTITo72. ¥
A4 2 — M RtoR TRNOBIGEDH <, B AEEEAH
HCXLHBETETHL. ¥4 a— b EBED AL Ya—)L
WIHBCEESAR R ) AT, MR 2 17 - 7.



Nikon Research Report Vol.1 2019

Fig. 5 OTFT 777« 7% b ZAERARER

(a) 1.0E-05 9.0E-04
1.0E-06 | S — VD -5V | 8oE-04
1.0E-07 | | 7.0E-04
1.0E-08 6.0E-04

< 10809 5.0E-04 “"%
+ 10E-10 40E-04 3,
1.0E-11 o 30E-04
1.0E-12 | | 2.0E-04
1.0E-13 | | 1.0E-04
1.0E-14 : ‘ ‘ 0.0E+00
10 -8 6 4 2 0 2 4 6 8 10
Ve !V

(b) 4.50
400 |
350 |
300 |

< 250 f
£ 200 |
150 |
1.00 |
050 |
0.00
0 5 10 15 20 25 30
Ve !V

Fig. 6 KET7L X2 JILEREICERL - OTFT (Fr L
£ L=55um, F v XJVIEW=500 um) DIGE4HH
(a) BLUHENEH b)

L7z OTFT 7 2 7 4 7~ M) 7 A [l KB FEAR B
% Fig. 5 1R Y. F72, KREZEH FI/ER L 72 OTFT of=
FEREB X O£ Fig. 6 (RS, ER L7 OTFT @
F A VEIE 55 um, F ¥ FOVIEE 500 um TH 5. OTFT
FEPEREMIAS S & 0, KRB EIC/E® L 72 OTFT 1X, K&
FEERBIMHECTH YD, ATV ¥ ADOT4/N S BT RFEE
BIRY Z Do 7z, T6MH 0 OTFT % 3Rl L 72BR 0 F3y
BEEIL 0.18 cm?/ Vs TH Y, IFEEIL 0.5 cm?/ Vs TH -
72, BEEORY—MAKE VT & LTIE, kR
MR EOAY —UDPEOERNTH B L EZ Twb, Pk
WSt 2 BT 522X Y, S0 X oHEs
RHAo sz, DEORELY, FL4DMHIEL 72 OTFT R

66

ot 2%, RBEMADIEH S HoWRETH S 2 D)
Mol 411, RoR T TORFERBGE & OTFT O 7
TN = a vRFEZEDTNL.

b Joezommezonm

OTFT O 5eId A TN TWAS DD, 4572 1GZ0
WRES N LB EAR N T v DR 5 ICHRTREER
REMIZZLVONEIRTH 5. LEOHFRZICL Y,
OTFT o:feiZIA E LT3 oo, FF Iy T
FTREPBEINZBELTBY, OTFT oW IzHIRIZE AL
BWEFo TRV, ALY EEARPL ) a R8T~
VAZEEIMEL 72T A AT VA UNOF 72T 7Y r—
YavERMT IR ETH A,

Zefil, F6%1Z OTFT @—>0 7TV r—3 a3 & LT,
JEJI2 = TN ADEEER AT o 72, OTFT OF ok
Xz 120% REVFHREICEGETH Y, MEEREA L
FUIVAYEENMETEDRBTH L. N H—FN
4 2 THME, FoD ENI L WHBMEOR#Z R
RIS TE 5 L s hap!?,

LU —FNAL ZAHOTFT 7 75747 MY 7 X (8
8) MMM EG H % Fig. 7 \IR$. OTFT 727574 7< MY
7 A AT E RS T4 B X 0" Common Bz et b 2 &
THEHE =T 2 & LTHRET 5. BIFEENE T A
&, EDAEHIMS D & T AL 7B T 03B
filt LIHIAVN S e M CTH B, ERLZEE Y —
FNA ZOWiER X % Fig. 8 \oRd. 1ERLEht

Fig. 7 ERE>Y—FNAZHOTFT 7574 T~X I IR
BERERTE

I -
Common &%
—— BREEEMT L

BRIEEE

r__fﬂ,uﬂ.ii:ﬁ%¥ﬁwﬁ
=  SDEW

Y
—— GEE

HiR
Fig. 8 1EBIL 7/ OTFT EhtE>H—F /N1 XOME




RtoR BEEARBEZEAURERSR NS Y YR IBRERT O ZADRHFE

‘.l —_

Fig. 9 OTFT EAt>H—7 /N1 XAEBEEERER

=T A BRMBEERICERL, ~4 703>
¥a—4 =TT XAl Z T 72, BAEEIN BT
OBEALEHRITHZLICED, v M) 7 2D EDIBIE
BHHD ol ZET 52 LATE 5. Fig. 913 OTFT
ES & v =T34 ZOBRBEBFERCTH L. v MY 7 R
B2 ICENEZEM LT VT y b ET4 AT L
A FICFRTHIEICRY L. EEMERD 2O DFERT
HY, GMERL7-12o0< M) 7 Ak 3mm LK
XS, SRIEFLT O X0 1T 72012 b L
Mtz T E 72w, AT, OTFT o4z HIc LT
iEPEBRELT Ty —Ya R RIBLTWwE W EE
ATW5,

6 =cv

ATk, OTFT 7 a2 # B3 L, A4BIRAl 7
LE Y TNVHR W OTFT 727 5 4 7= MY 2 Zalk % 15
BB Z 2K L7z, AOTFT #u&k 7u v 213, -
KR TETHY, ERWIITRTHOT T+ ZiE RtoR 7
WCHHT A2 TEL. T, EIHENMNE RS Z v
52 LT, BRPER LA TD, BRI S
IO EADENTREE 2 5. LLEOEIE RtoR IS

67

X% OTFT M FEMOBENFEHTE 5 2 L2 MFFSE5
MRTHLEERS.

Z £ X B

—_

) C.D. Dimitrakopoulos and P. R. L. Malenfant: Adv. Mater,
14 (2002) 99-117.

2) C. R. Newman, C. D. Frisbie, D. A. Da Silva Filho, J.-L.
Bredas, P. C. Ewbank and K. R. Mann: Chem. Mater., 16
(2004) 4436-4451.

3) Y.Y. Lin, D.J. Gundlach, S. F. Nelson and T. N. Jackson:
IEEE Electron Device Lett., 18 (1997) 606-608.

4) M.-H. Yoon, H. Yan, A. Facchetti and T. J. Marks: J. Am.
Chem. Soc., 127 (2005) 10388-10395.

5) R. Ruiz, A. Papadimitratos, A. C. Mayer and G. G. Malliaras:
Adv. Mater, 17 (2005) 1795-1798.

6) G. Gu, M. G. Kane, ]J. E. Doty and A. H. Firester: Appl. Phys.
Lett., 87 (2005) 243512.

7) H. A. Becerril, M. E. Roberts, Z. Liu, J. Locklin and Z. Bao:
Adv. Mater, 20 (2008) 2588-2594.

8) S. K. Park, T. N. Jackson, J. E. Anthony and D. A. Mourey:
Appl. Phys. Lett., 91 (2007) 063514.

9) S. Chung, S. O. Kim, S-K. Kwon, C. Lee and Y. Hong: IEEE
Electron Device Lett., 32 (2011) 1134-1136.

10) K. Fukuda, Y. Takeda, Y. Yoshimura, R. Shiwaku, L. T. Tran,
T. Sekine, M. Mizukami, D. Kumaki and S. Tokito: Nat.
Commun., 5 (2014) 4147.

11) Y. Kito, M. Hori, Y. Hayashida, T. Suzuki, H. Komiyama, T.
Watanabe, T. Kurashige, M. Kato and K. Nara: Proceeding
of IDW16, (2016) 515-518.

12) D. K. Hwang, C. Fuentes-Hernandez, J. D. Berrigan, Y.
Fang, J. Kim, W. J. Potscavage, Jr., H. Cheun, K. H. Sandhage
and B. Kippelen: J. Mater. Chem., 22 (2012) 5531-5537.

13) A. F. Paterson, N. D. Treat, W. Zhang, Z. Fei, G. Wyatt-
Moon, H. Faber, G. Vourlias, P. A. Patsalas, O. Solomeshch,
N. Tessler, M. Heeney and T. D. Anthopoulos: Adv. Mater.,
28 (2016) 7791-7798.

14) D. Elkimgton, N. Cooling, W. Belcher, P. C. Dastoor and X.

Zhou: Electronics, 3 (2014) 234-254.





