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Abstract

This research focuses on improving the stability of inverted organic solar cells by
constructing a double-layer passivation layer on a zinc oxide (ZnO) electron transport
layer prepared by a sol-gel process. This effectively reduces interface defects and thus
improves the UV light stability of the device.

In the first section of Chapter 4, we initially explored how the thickness of the
single-layer Ceo passivation layer and the concentration of CN additive in the active
layer impacted device performance, allowing us to determine the optimal process
parameters for the single-layer passivation. Following this, the second section
investigated and compared how different solvents — chlorobenzene (CB) and
ortho-dichlorobenzene (ODCB) — affected the performance of double-layer Ceo
passivation layers. We discovered that devices prepared with a double-layer Cgo
passivation layer using the ortho-dichlorobenzene (ODCB) solvent showed less
performance degradation after 504 hours of UV irradiation, demonstrating superior
stability. Furthermore, we compared the effectiveness of a double-layer Cso
passivation layer with a double-layer Cso and PCBM passivation layer in improving
device stability under UV light exposure. Experimental results revealed that while the
double-layer Ceo passivation had higher initial efficiency, the double-layer Ceo and
PCBM passivation exhibited more excellent stability during prolonged UV irradiation.
Finally, the third section focused on optimizing the manufacturing process for the
double-layer C¢o and PCBM passivation layer, including studying the influence of

PCBM concentration on device performance.

Keywords: inverted organic solar cells, Double-layer passivation layer, UV light
stability
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v PCBM(Coo 4724 47)i% i e 7 >t 1t BEA &5 1° B Coo 7% iR i+ PCBM R A2 i
EoRHAHARHE DTN ALY R EHERYLRRE AT, DT %

BEOIRNARVUR GHTE 2w o
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F- R -REHRE

AR L BRR AN MRS L B DRI TR
H o B b R ol (o] 2-1 9757 ) o %ﬁ?%%&i%ﬁé
PRy HAE  HA RAWKRE- BRIERE CLRAES BLEHTIE THRIE
fols & o
selective contact for selective contact for
low-enargy electrons high-energy elecirons
e
X § R BL_&. .
e~ & absarber - .
- i
- kS = - .
[
L]
L
. | + AV
e
. % - @ . »

B2-1 *Bade i RRpiRTsamisim’

TR RS PP AN ERAE o d 3L R e 15 (Donor)
e 48 (Acceptor) o iz fAififl A b4 & l@ﬂiﬂl FRpalentfm i X818 Ak
MA RS T FuE (LUMO) ® B8 T3 > A %0 A & &b d B#HA S R
(HOMO) *# @ﬁ;*]"gi‘)h‘? °

BORMERSIEMA P BT X MR e Tk S o g A 2 S

SREAAL b AP TS T R (227 DEAR L) o T L R CT
Bifct Wi e (2) - BB A6 ¢ o T EfEESpd nT I oDk ¢
T+ ¢ BB~ 2 ikJp A~ F i (Lowest Unoccupied Molecular Orbital,

LUMO) > @ T F B X W hs 3 ik 954 F #us (Highest Occupied Molecular
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Orbital, HOMO) ° & ¥ & 3t{s (hT + fr R ik g B Ap s et ¢ @@%] (3) %
T AT

T EEE MR TR T B o 50}
@R TS 0 Tk @A (HTL)

PR ERLRMAE DTS B8 (ETL) § F

FFORRF o R oL GAUSHA BT L p K (4) 0 AL

T S
% - ETL{eHTL+ o %

[
=
~=b
\

H

W?ﬁ3?4®ﬁﬂ@ﬁ’?ﬁ@ﬁﬂﬁﬁ(5)’%$§m°
LR R A 1B 4 9 HOMO-LUMO #¢ v

MR L~ > A RT R ok B @

organic solar cell

HOMO

SR At

FRARTITRH OTEPETIEREAR OFAL P n YT EME p
AL ER2 AT RS ERZ AR TS TR - 2 PN e kT
Mz wm L > B 237 o B Hime s FOR-F Ok ﬁgl"«.;“?%gzi Schottky = 42
AR FRGERZT LR EASF e TR A Jpho TINRADT & i

;\: 110 o



y
V) = J |exp | T——1||- X 10
S|: p [kBT ph }\1

BPOI(V)EEMTARA T e el RA g EETR OV ES

BHITRL CTEZEAE Jph i sHBaT P LTI BAE keidid ¥ i

(a)

B 2-3 B Haas Eragprll

Fard S HaRE TR TEBRAT o W R S o TR A

FEFWEAS FIATHF AL > 2 A2 kI je A o2 AL A

w

S kFEHHERF o EREFI R E R B o AREEEREF LG
EEPLFI LI RTENAAIPT  FLEEPER A AT I-THH P
AT ANSETERDTERL L FHY P MILER)ZEHTIERa) AT E
FHPFAELFF P BT IR LA TR B 6 0 X8
-

TR A e R TR BRI do ] 2-4 4T o R 2 Schottky = A2

G R rEEFRF o HEEY AT 228 AT 2R EBH -
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eV =JR))_ | V-JR

J:JS cXp W — +R—Sh_Jph 58 210
J
(b ; 5
Jﬁn J R;

Fl2-4F %< B de $miis

AR EBFEAMFH BN TS DML oL SRR B RT
oAt AR OEGTRE B L R R oL E R DEEE T HH L
F (Power Conversion Efficiency, PCE) ~ # g & /& (Open Circuit Voltage, Voc) ~ ‘&
% 7n % & (Short Circuit Current Density, Jsc) ~ 3# ¢ #]+ (Fill Factor, FF) ~ &+ 7

2t (Maximum Power Point, MPP) » 4] 2-5 #777 ©

15
-+ Dark
104 ——I.Ehll v J i
X -
,E FF = m m i
% 54 Voc XJsc
z 0 e
g R hhHnu:n:
é:; 5o |Photocurrent \ S,
S .10 _
JH( .l“_
'15 L] hd b L] hd L] v T b L)
0.2 0.0 0.2 04 0.6 08
Volitage (V)

B2-5+Bagr 8 2@



(1) & T & 3% >z F (Power Conversion Efficiency > PCE)
PCE % 78 * Frav T2 1o B M et endpikz - Hof & i Btk a4

F A LR ﬁﬁ‘yz'ﬁ/,,\wg\,; o { HFEE B kT T T

Boe B R ORI SR Sy~ RS20 T T S
V& T
P Voc x Jscx FF
PCEC%)=—%é£x1mR6=-J¥L—33———x100% &3
(2) F¥ g 7 /& (Open Circuit Voltage » Vo)
?J—?—'fr?'}}‘v’é} | FpFcE i B MeNT I iEm AT I AL T L o)t

Frh- BOAFMTREAIKPPAETH B I A BN

7
S GERIRER) BT RS S TR (Voo) o 2k

Voc = nksT ln(Ej ¢ 410

FHPFIAREF N ER BTSRRI B IBRTA A AT 2
SR 0 KA o LTy BV R B LRI H R R AR o AP
VLS R R R bR A F g (HOMO) o fi L end A (95

A3 (LUMO) %#iplf 84 B T4 bk m™ o (T o

(3) ‘& 7 i % & (Short Circuit Current Density * Jsc)



m%%ﬁ?%aﬁiﬂ%?m]ﬂmﬁg,ﬁﬁggg%g%gﬁﬁﬁzo

AR 2S5 i B R s -t R (V) B MY e R R THES
=3

(4) # = F]3 (Fill Factor > F.F.)

a3 (FF) 7R 2 B il T doed o BB end s o B V@ D i enpe 4

(BHTIE) &/ » BT S (FWTE) &84 o B AF)F E -

Bk 2o R DR (REER) frbt R0 CERRI) o

=

‘}bl

A
4y

EH

Foff cFFBE A0 05 1 2 B o AR43F 10 T8 s o

J (current
density

o
g
00

(5) £~ # F gL(Maximum Power Point » MPP)
WIVa @Y EETRE TR FL B E 0 P BELE BS A 4o 2-5

o
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22 FAFFBIENT A RSN

TRFATABRTS LR S HRE A RAFA TR AT PSS

oA ERULPTEFRFI AT OFRRG AT T RPARI R F
AR B TR R R ket 4 A AT R
SRR UE R N RO FA oA R 7 R A X

Y opRMB RSB ELE O RETIERBEOE D HTE DT L ER
Fofpp | A+ 5 S AL FRESF AR IBAY BRFEGDBERE T

AFREFFBIERTE (OPV) P o g & s gt A,\—a-oﬁ—’ﬁ”

-anl

>3 REPF T ERR S, AEEI BRI FIN AT AREY AT REF

B8

<l
by

o

—=\
=\
=

23 k@2 @ LHBERBEAS
EAREY MM A R RGBT ALY R TS B B L B

SRR PR o R BT F S R A T

LE KK Colhfi>T 3 B~ 2~k O A —> 2 BHiE

2REES R Cort >R F BEA S o8 F T B
k— & i

3R &K Cott PCBM s i fa—>T 5 BH A — 4 1§~ 1§~ 78 —
TR RH R & B
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231 &7 &

F it 4Fp¥ (indium-tin oxide, ITO)& 7 B R HET M~ L HF XU 2 4p
PO A RBL S F L R R T AR od W WABA TR Bk
HALE Rkl w0 LR T e £ o § 4 (ITO)
PP E-BFLAEPETF L5 A BB TR AR BRI AL

ITO7 f#Ed e AR B Y URRK I ETRE > EF 3 AR Ad & -

232 %5 WK
§ *4(ZnO)

FUOEFARF DT BB FEERTEF > YARLY TF N5
Biv i ? > 523 @A o AR SBT3 %-50%2 (Sol-gel process) B #
FOUBEW &Y R P A-F 5 U2 P s 4k (Zinc acetate dihydrate )
g2a A 2-7 5 o i (2-Methoxyethanol ) » ¥ fe e $kpLp 3% o 7 e fig ik

( Ethanolamine ) i% 5 244 | o

N

H3C O | Zn?* - 2H20
- -2

Bl 2- 7 FE e ds A+
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23341 K
1.% ¥ % (Ce)

Coo (F5 F Y » FHEZT T BEE 2 Fnp it 45 Hi > Hj b
shzf e A 3 Ao Bl 2-8 4T o Ceo e BB A Y AR RR L - AT ¥

(toluene) 2 # ¥ (Chlorobenzene) % ;3 #:E (73 f# o 2Rm Coo 2 % BE T +BH

Foor fhM Ak Es g (LUMO) ffd 2 T+ @A H#2F i 4 (ZnO)
SHILUMO it FEAR § 41T > P e ME L vrg S o 8474 > 2 =~

o o gt Coo it ZnO e G+ T F SRS A G B e 2w T KPS

33 1 R R -

Rl 2- 8 Coo & + £ ]

2. [6,6]-% £ -C 61 -~ fi& ¥ fi5((6,6)-Phenyl C61 butyric acid methyl este © PCBM)
PCBM(Ceo 472 47 )44 i+ ZnO 1 & %ﬁz’ A =L I SRR LY o R

> P

-
AE R E G H ST IR A Zn0 &G P2 e

-

R e S B AR S R Eaka 4R T £ 8 k3 PCBM ¥ #4¢ ZnO

e

BoraR A B RS LUMO & P 7 % K5 S0l & 14 HOMO &5 B 7

FEfg Rl » T8 7Zn0 % & 45 fefp 3 (8% 10ad 44 it ok o
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] 2- 9 PCBM 4 = & £/

234 BN REKF AP

ARG BG4 Y > PBDB-T-2F (¥ 445 PM6) & Y6 { £ A5k - f
2019 # Az > g A AR g BAT ] B IR R E o AR H Y iR P e o
PM6 £2 Y6 o= ek bi2 @7 iy B IR IR R a8 B2 At S A ez
KL G T AT o B4 A 2 0 PM6 shi & ek 3 B & 500-700nm 0
AEFF @ Y6 R L & =t 700-1000nm ik £ R o HfA TR Tk # G

P { Bk B R AR doke B 2-10 A1 o A BEEFERDF B SBAT S

Bl

Gk T H T o gt g F I PM6 e Y6 BN e T G E 6 A

Bl e e T o apd EH Foki R F - e Ak

B A E

P AT G B S R T H Y Aok R R E A

bt

Bho 5% d AR R AL < Rk e
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—
o
]

" PM6
e L0{——Y6 _
S 3
g 0.8- .-
= ~3.65
< mt/
o064 2 |/ -4.10
= 3 z
®04{ B & >
E | B .
2o02] T -5 -5.65
0.0 : —
400 600 800 1000
Wavelength (nm)

B 2- I0PM6 22 Y6 v ic™ Lk ki 4 2 s PFm 2 B!

1. PBDB-T-2F (PM6)

Poly[[4,8-bis[5-(2-ethylhexyl)-4-fluoro-2-thienyl]benzo-[ 1,2-b:4,5-b"|dithiophen
e-2,6-diyl]-2,5-thiophenediyl-[5,7-bis(2-ethylhexyl)-4,8-dioxo-4H,8H-benzo[ 1,2-c:4,
5-c']-dithiophene-1,3-diyl]-2,5-thiophenediyl] = PM6 2 % o p'4f fech & flif # 4 4
it H 45 % 4f o PBDB-T-2F # PBDB-T chf72 #3# » g 48 = [F i &% 4R 7
PFE L4 d o 22 PBDB-T 4p+t » PBDB-T-2F eiiff 4¢ecit & BDT § =~ F 3
> A Ba (F) R3 - i5a Ba B3 il x g sek 3 Kipland g 354 F
¥ (HOMO) it F¢ o " M HOMO sv Fena & F end 2 TR B F B a T e D
BED R (Voo) » Voo cfh 2 4 2835 4 T4 chit £ 3600 11120 0 & o
3ol TP A S S e PR A ot
e o B 444 PBDB-T-2F e 7 v 45 e 779 » L5 7P R4 203 i S A L
B-HEEME AT B IERTE BT P TS o

D

C,H
3 C2H5 C4H9 CZHS CIHS
F

® 2- 11 PBDB-T-2F (PM6)4 + 4158 1°
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2. (BTP-4F)Y6
2,2'-((2Z,2'Z)-((12,13-bis(2-ethylhexyl)-3,9-diundecyl-12,13-dihydro-[ 1,2,5]thia
diazolo[3,4-e]thieno[2",3"":4°,5"|thieno[2',3":4,5]pyrrolo[ 3,2-g]thieno[2',3":4,5]thieno[
3,2-b]indole-2,10-diyl)bis(methanylylidene))bis(5,6-difluoro-3-oxo-2,3-dihydro-1H-1
ndene-2,1-diylidene))dimalononitrile z Y6 & & &5 ¥ S B T T T AR ¢ >
Y6 P B REEY P ARE S TR MR- v B Y - BEE DL
HLPM6 B I g AR A o g AT PM6 {r Y6 i cho &k s fg B IR
DR ek T #Eﬁ;@?};kﬁﬂ’“a‘% ot o R kS B sk e iF T

16.93% > A BB Y6 aede = 3 S Ha ¥ 3 > o hE L B4 Mo

Bl 2- 12 BTP-4F(Y6)4 & ‘K 2

3. 1-% % (1-Chloronaphthalene - CN)

CN Z_ tm kel ifder > AW AL® (PR3 & o B2 &3 iy 55 2
Ferim g @ a5 48 (Donor) fr= a?@" (Acceptor) #LAafEr a3 R & » 25
¥a3 e T e B oA R % (Bulk Heterojunction » BHT) %42
MEE o H=X CN L A WAz B SHIc L F BB EFE Do il
AR e o it a BT F OB E T oS g A A BT A g
ﬁi%?ﬁ@ﬁjﬁiﬁ PR DR ETIEA o KA R Rk R EHEF .
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Cl

B2-13CN & 5 B4R 19
23.5 % WA
= § 1 49(Mo03)
BE S BHEAEY > E® 2§ it 4 (Molybdenum trioxide, MoOs) % % %

- 2

WA R < 58 B % AR H A B MoOs B A ¢ R s

=

+
g4 o MoOs & § #® e Snfic (work function) frip & ek 8 55 5

Hil kBT R kB
23.6 BIET &

RENT A R Bt Sled > F VR AR K E N Sk

ERTFLBE ARIFL AR HEAREY R (Ag) FLBETE-
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24 KB HRTENFBABATH BHERLF W
A R F NGB T B A BT A

LEFX3 BB aas(EESTE Co): ITO/ZnO /Cso/PM6:Y6/M00O3/Ag

-3.65eV
-4.18 eV =hil el -4.26 eV
-4.46 eV C
47ev ———— Gy Ag
7no PM6
ITO ve | -5.08eV
-545eV
-5.65 eV
M003
-8.08 eV

] 2- 14 ITO/ZnO /Cso/PM6:Y6/M0O3/Ag ic 7+ B

2F NG BB e (RS R Ceo):ITO/ZnO/Coo/Coo/PM6:Y6/M00Os/Ag

-3.65 eV
4186V -418eV =hLeY 4268V
-4.46 eV
-4.7¢v —————  Ceo Ceo Ag
710 PMo6 =
iy ve | -5.08ev
-5.45eV
-5.65 eV
MoO;
-8.08 eV

] 2- 15 ITO/ZnO/Cs0/Cs0/PM6:Y6/M0O3/Ag it 7+ B

24



3FEFAF IR TE (B E Cod PCBM)ITO/ZnO/PCBM/Cos0/PM6:Y6

/MoOs/Ag

-4.7 eV
ITO

-4.46 eV
Zn0O

-4.2eV

PCBM

-6.18 eV

-3.65eV
'4.1 8 e\f— -41 e\f '426 e\_r
C
“ | eMms Ag
Y6 'SOS e\"—
-545eV
-5.65 eV
M003
-8.08 eV

] 2- 16 ITO/ZnO/PCBM/Cs0/PM6:Y 6/M0Os/Ag ic #+ [
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13 #8iBaTs A girig

ITO £ 1+ 4 %)

|

ITO A ir e UV pe bt

H R4 & Ceo

44 it /%] Ceo

g A

EELEEBRTE

Bl3-1F 455 Ba @2~ gieimm
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3.21TO A%l inse

A>T hAF IR L ITO I » 2T RF it ITO Iy A R
Ny ITORBH IR KR E AfrF b 27 Ris ITO g3 < 4 3
37cmx40cm  ITO ®IBERE 2 Tmm BEEFYER X 5L 230nm H T E
7 QAR HE D ITO FHem - WAeds ¥ 854 % J o 8 %] Fiit o
T
(@)ITO A 4% L3y # 7 & F ik
(b)ER B & 12
(c) Bl i &
(d) ] 5 Ep %
(e) B Fia 7 i 4 %
(D2 5 %1
(QITO A te & 2 *7

TTE R A d-l;#mp\ EIEFIRIE P o

(a) ITO Zh4r 38 3% 27 &7 5%

FAFHRHERFREDITecmx40cm BIF > B X 47F 7 emx 8em R
R e BEIEH Byt ITO ph3 At ond Rl deF 3ehe > M 2 99
BeniEAEY %A ITO BIFAF 5 E4 G5 o & * FEH THIEA RS
BAF DL G PR EER Y FF DT L L FRE F R LG
FERdom o E A WA S AR KA miEeg R ITO ®3F oo Bis
RIS A B B 120 THode® o 2 s 10 248 0 AL A 46 b

kFRT
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(b)RR £ & pe

AmH YD E S 2P 2 A5 AF-5040 s f Sk e o b A Sk pe gk
FIHRB R R R ATR 0 L L 5 SOCHR AR o At AR B 4 0 G308 Bk
LR kB BENTEREY 103044 RE ALY UEFS R
LHlAR2 0y i B o BL & AR TCC-1300 A48 ke gl » pl g 2 20g
By FIa i o Fivpr o 48 SFEH T 80°C» LB BT R kLIt ¥ 4 4§ 4§ p
A JPN B H e A kS o BT AF R R A ITO T ATy A » ke
i ’%ﬁd BRI R RE LRI H gk T Y T@au,f.g% ITO
R A G REERFG R T U B F AR EGMG Sk Sk

PR ITO BRI AF 2 N F R B AR T > 87 % 2 X ende #1840 R AT o

(c) IR it &

Am e B S EPPTE R R S R FHH Y DR L
TR IR 7 AMEF R A2 Y RS BT REP LY AKPT 2 T
Faowbh Y 4o L F73 EPAS R T BFHRC BRE RS EEDITO
PR AP E R A AP ORPT o b o R A ke T
By Y i BREE chmink Y A e R 2REE T T A > TE R R R
A P RGRE od A A2 R G f KRR T X KRR OR B
KIEgAF KB o @a 2 AMAT P PREFTRT:S 240 R
Kz As o R AL H A RBEDTE > B R RF A Ak B R

BB RSB FTTE SR E

(d) R 5 Ag

e Rpkphamizie (08 615 50 seapedn it 1 24 g ke ) 15 B A
PART AN R 2R KRR A S NEBRAF ) CE N LEERY IR
100 /& FREFITY - SWABRE FRE-FF2TRAped T}
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IV - FEAIHI LY G 7 EFLB P fﬁé{’m&ﬁ% VR R BREEIE o3 F R * §
FH OMEE NG RELBRRICAF L5 RFERFART BB TR
CIEH T 120°C et g PR AR F 20 445 t“ﬁ&?q e 3 55 Sk FE g gl

BRF L WA ES > B A AL LR

(e) B Fik 7% it 4. %

@A (HCL) ki3 it 5 8%05% > L 408 70°C o G % AJd2 ~ 45 F 3
KIEBE gl A o ERE ¢ R RRA R o w SR AR
kpe oo Hinpaba 4 o S Mg o Fpta fooks BER TS | F e ITO N

VRS PR ES o @ RE L AR KR E P ITO HEE > R
BERAZCEF R ST RIKDBRAE L B AY A RBY R E L
ppd i (JIFRESHRLIT S ) BT 2 TRAF LR B Y

ERERALESRRE T DHL

(D2 i e

CRIEA RS S 3 S AR S AN LRGN S8 S UE S LR I
%%ﬁ*ﬁﬁﬁ%@?ﬁ?Tﬁ?%’ﬂ&%“ﬂﬁﬁﬁﬁgﬁ’ujﬁé%ﬁ
R R LGS R RR  RAFEA T R A R B ok
FLw® g 58 vy f Biod ReRrf < 300 drkip o Rida el >

120CHe fr Fi oo > 20 240 o d ARGk -

(ITO At & 2 *» L

L0 FE AR B AR N > P %% ITO T & °

(&
a1
i
=
]
et
]
\
]

Tk

BIERBEATIE T ¥ pRG ok A8%E PR E LR RRAR IS

4

EFTHE -~ FRALESES KRB NEREA LT RE G AR B R
ARF 2P HRTE Hdomxdom Rt o A FF KRBT o
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-
O4cm
<P
0 fony Glass
4 cm ITO
04cml
4 cm

B 3-2 ITO A 4% 48 %] 14 2 B4

3.31ITO A st UV Rt

~REED > GRARFITORB LA e FEAR > HFLEZPF LR E~E
i BEFETAIMER o A %H* [k (acetone) ~ B[ iE (IPA) ~ 2
#r+ -k (Deionized water) & F & {7 A2 5 A RIT 7% » LI 15 448 - i
pets > W § F HeRar ITO g3 24 - 32 § 2% 120°C ehde e b 4et% 20
a0 RS A G ARG ORF o BERARE B S (UV) Eia Y RS20 2

g8 0 0t B g Bk 1S HR ITO pL3g e & ari F 2 o

3443 REeE

(7 g AT 0 AR E R IR o R Y 3-10 SRt B0 0
L RPN B R B I kB RS
e ORAF BRI 0 FORE LR R UMERE L E L& FE (200
RPM) »2Fvm iR E353 R & » H 332 2 g 5 B2 24 [ o
PREEHBEE TS B B R 20 IR R RN

FALGRYE DN BEE OCHRET » FH WD 2] -
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3.5 %4k % 5 HAe
IR R PR S BR R  RLR PETL Ble AR
Poid AR RS it G R R AT B % s T R0
i%igkaﬁd*&ﬁﬁéiiﬁw4’%ﬁﬁ%ﬁﬁﬁ Tii » ITO #3 A
# &

Pe it FhoT P LA TTO B AF L E Z e AR RF B 5+
FETLAAI & FEFBF{E 0  * 45k B (pipette)H AR B ET R 2 55 R o s
B AR E FE TR RIFREL R ERBREY DR RFRIG L
PSR o BRE T A AR 33 T g AR > 2
Beg G 15 eIy R B T S B 0 3T L AGE E f G llA R S S v iR M A
Bt TaBFFRh o 2 * v &k (THE)# A @0 ot 5t

bo@) 3-4 #1 7 o

Pipette

B 3-3 s ik % WAt R B
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ITO

- Active Laver

B 3-42REEFERTLRES 78

351 F NEHA KRG ER

T OREPE S SRR SRR E R F R AR AT
+ B4k (ZnO) ~ £ 1 K (Coo) ~ 7128 (PMO:Y6) 3 BEA & 3% i chig 6 8 A R 2
T+ @854 (ZnO) ~ £ * & (Coo & PCBM) ~ 44 1+ § (Coo) ~ i 124 (PM6:Y6) » 4]

3-5 2750 5 H g g i WAR S Bche 3-10 & it o

Passivation Layer (C4, or PCBM )

ETL (z00) ETL (Z10)

100 gy
Bl 3-5 ()8 B 45 1 F S (D) BER 48 1 A £ N GO m

AHY L AR AR SSHEROERSRSET AR R AL R

R
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36T FBWE/E BB EIEES

MR G E g R ehn o o R WA T B 2 £ BB ET
oG Pro FHEYTHE O RFRFHEELE RG22 A B UG PT
7 VBT EEOR L o B R YL P > MoOs RI BT MY o F
EEVEEE F T AxI0C torr {6 0 T E Eods I 0 F SRR E DT

@ﬁ%ﬁ; (MoO3) & & % 10nm » £ B (&) E A R 5 100 nm -

Glass

ITO
Active Laver

HTL & Metal

B 3-6 4} &2~ 2 24l R B
37 Rk

FEEFEE DR PR ETRERL R KF 2 F FORP ERAE S 2
BT AT DL NRHARIMER AT rf R H TP 2B g
AR B A5 WBOOUS(P)2 % b LA 1 g 5 4550 H ki 7 & i o

HITE of AR EHEE G R A B o RFR Y L a A tm

i

B0 RELG TR ol BE R R RS AR A

B0 R AR e W] 37 S .

ITO
 Active Laver

| HTL & Metal
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3.8 iz i/ﬁ‘]

AFETHEY BRI EZ LR AMLSG * B Xz XiRp k(B 55 R G
1000 W/m?) »i 18 * Keithley 2400 7 4% % LabVIEW #2 \ﬁa]»ﬂ«? P B B2 (7
S 004em? s RRERFL-01V~-1V~ TRFIE S 0.02V) > £ F 827 7%
FAo® 3-8 17 o ¥ EE AMLSG 2 B £ T 1)V ¢ & - PCE Jsc Voc ~ F.F.
PR CLEFERTET CZARHNFERREFRE > RF P IBETE TS
Ry BEHFEORIBEA > B T Jscfr Voo B 2 BB R BEIw 2 BT
PARRE - R TR A RRRIARS -

'l

Sk
N

b

Glass
ITO
 H e Acive Ly

T v e
- Effective area

B 3-8 22 4 »ca #f 1 B
3.9 A& RERTHEER

FENABATA AR KB L2 E cE
AMISG SR FE S kdp > THFRFPA KA RAEFHHFLTE ’%ﬁbﬁ
365nm 2 ¥ b R FRBFED B AMISGIF B E L F A BAE(KRRER F 500 u
W/em?) P bt » 5 B G #8 % By T ¥ oh k1P T AR kR ok R 0

FL R B % 0 UL (epEadE R R o
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3.10 &4 gl ik
S N HEES R R s S

ITO

Zn0O

Active
Layer

Anode

ITO

/n0O

Active
Layer

Anode

# 3-1H Es5i* & Coo 5B 5ot

UV 20 mins

Zn(CH,COO), : 2-Methoyethanol : Ethanolamine = 1 mg : 10 mL : 28 mg
Spin coating 4000 rpm for 30 s

Dose = 80 pL.

Annealing 200 °C, 1 hr in air

Cg / ODCB =16 mg/ 1000 pL.

Filtered through 0.45 ym PVDF filter

Spin coating 3500 rpm ~ 3000 rpm ~ 2500 rpm ~ 2000 rpm for 30 s
Dose = 80 pL.

Annealing 200 °C, 10 mins

PM6 :Y6/CF + CN=1:1.2 : 18mg/ml CF; 0.75% CN

Spin coating 3000 rpm for 30 s

Dose = 80 pL.

Annealing: 100 °C, 10 mins

MoO, : 100 A, 0.2 A/s
Ag 1000 A, 2 A/s

% 3-2 51k CN kR 484

UV 20 mins

Zn(CH,COO), : 2-Methoyethanol : Ethanolamine = 1 mg : 10 mL : 28 mg
Spin coating 4000 rpm for 30 s

Dose = 80 pL

Annealing 200 °C, 1 hr n air

C60/0DCB =16 mg/ 1000 pL

Filtered through 0.45 pm PVDF filter

Spin coating 3000 rpm for 30 s

Dose = 80 pL.

Annealing 200 °C, 10 mins

PM6 : Y6 /CF + CN=1:1.2 ; 18mg/ml CF; 0.75% CN -~ 1.5% CN ~ Not added CN
Spin coating 3000 rpm for 30 s

Dose = 80 pL.

Annealing: 100 °C, 10 mins

MoO, : 100 A, 0.2 A/s
Ag:1000 A, 2 A/s

35



ITO

Zn0O

Active
Layer

Anode

ITO

/n0O

Ceo

Active
Layer

Anode

% 3-3 AR Cooifbe 7 o ip Al 5tk

UV 20 mins

Zn(CH,COO), : 2-Methoyethanol : Ethanolamime = 1 mg : 10 mL : 28 mg
Spin coating 4000 rpm for 30 s

Dose = 80 pL

Annealing 200 °C, 1 hr in air

Cgq/ODCB =16mg/ 1000 L Cq/ODCB =16mg /1000y Cg/CB =3 mg/ 1000 pL Cg/CB =3 mg/ 1000 uL
Syringe Filter:0.45 pm PVDF(stir  Syringe Filter:0.45 um PVDF(stir ~ Syringe Filter:0.45 pm PVDF(stir  Syringe Filter:0.45 pm PVDF(stir
for 1 day) for 1 day) for 1 day) for 1 day)

Spin coating 3000 rpm for 30 s Spin coating 3000 rpm for 30 s Spin coating 3000 rpm for 30 s Spin coating 3000 rpm for 30 s
Dose = 80 uL Dose = 80 uL Dose = 80 uL Dose = 80 uL

Annealing 200 °C, 10 mins Annealing 200 °C. 10 mins Annealing 200 °C, 10 mms Annealing 200 °C, 10 mins
Cyy/ODCB =16 mg/ 1000 uL.  Cg,/CB =3 mg/ 1000 uL Cso/ODCB =16 mg/ 1000 uL ~ Ce/ CB =3 mg/ 1000 uL
Syringe Filter:0.45 um PVDF(stir  Syringe Filter:0.45 um PVDF(stir ~ Syringe Filter:0.45 pm PVDF(stir Syringe Filter:0.45 um PVDF(stir
for 1 day) for 1 day) for 1 day) for 1 day)

Spin coating 3000 rpm for 30 s Spin coating 3000 rpm for 30 s Spin coating 3000 rpm for 30 s Spin coating 3000 rpm for 30 s
Dose = 80 ul. Dose = 80 uLL Dose = 80 uL. Dose =80 uL.

Annealing 200 °C, 10 mins Annealing 200 °C. 10 mins Annealing 200 °C. 10 mins Annealing 200 °C, 10 mins

PM6 :Y6/CF + CN=1:12 7 18mg/ml CF; 0.75% CN
Spin coating 3000 rpm for 30 s

Dose = 80 pL

Annealing: 100 °C, 10 mins

MoO; : 100 A, 0.2 A/s
Ag:1000 A, 2 AJs

34 £ 8514 Cy ~ B 85 1 & 2 PCBM %

UV 20 mins

Zn(CH2COO0)2 : 2-Methoythanol : Ethanolamine = 1 mg : 10 mL : 28 mg
Spin coating 4000 rpm for 30 s
Annealing 200 °C, 1 hr in air

C60/ODCB = 16 mg / 1000 uL PCBM / CB = 5 mg/ 1000 uL
Filtered through 0.45 pm PVDF filter PCBM Spin coating: 5000 rpm for 30 s
Spin coating 3000 rpm for 30 s Dose = 80 uL

Annealing 200 °C, 10 mins Annealing: 100 °C, 10 mins

Cg /ODCB =16 mg /1000 pL

Filtered through 0.45 pm PVDF filter

Spin coating 3000 rpm for 30 s

Annealing 200 °C, 10 mins

PM6 : Y6 /CF +CN=1:1.2 : 18mg/ml CF; 0.75% CN
Spin coating 3000 rpm for 30 s

ANNEALING: 100 °C, 10 mins

MoO; : 100 A, 0.2 A/s
Ag:1000A,2 A/s
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ITO

ZnO

PCBM

Active
Layer

Anode

% 3-5 @k 451 K Cy2r PCBM kA& S8
UV 20 mins

Zn(CH2COO0)2 : 2-Methoyethanol : Ethanolamine = 1 mg : 10 mL : 28 mg
Spin coating 4000 rpm for 30 s
Annealing 200 °C, 1 hr in air

PCBM/CB=5mg~ 7.5mg -~ 10 mg/1mL
Spin coating: 5000 rpm for 30 s

Dose = 80 pL.

Annealing: 100 °C, 10 mins

Cs / ODCB =16 mg/ 1000 puL

Filtered through 0.45 pm PVDF filter

Spin coating 3000 rpm for 30 s

Annealing 200 °C, 10 mins

PM6: Y6 /CF +CN=1:1.2 ; 18mg/ml CF; 0.75% CN

Spin coating 3000 rpm for 30 s
ANNEALING: 100 °C, 10 mins

MoO; : 100 A, 0.2 A/s
Ag: 1000 A, 2 A/s
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Frd o PREF2HG

41 F S FBEIBR T ERS R Co B Edl T
FREp®rmafs s B et @225 9k (Zn0) &zl

f 8RB P o 5 iR WAL AR B F L0 Coldi (75 A48 (1§ o

—\\-\

Bs* o Coo FIH RR T 388 F 97 Lkehie ot » 12 & Zn0 i 1
TR ARAR G IR G g T AL o AR R R 2 B ARG T Cood 1
Ko B~ Ebk CNER % %8k & PM6:Y6 = =~ 5 5 18 % B & % chi oh
RRAE TN o p FAET B R CoonflAz Ik AR R A A o

rAF Y oAk B 5 ITO/ZnO/Ceo/PM6:Y6/M0Os/Ag » 4@l 4-1 #7577 -

Cover glass

MoO, ‘Active Layer (BM6: Y6 ) MoO;

ITO | mo | [ mo | ITO
glass

Bla4-1rF338cBads EESR CoRle B

411 ¥ K g5 1 K Coo B B B 58
AP R R R Ceo B A ¥ OPV & ek 4 o
(PCE)» M2 &% Zhenf e ApdCo b AR ES 91318 21nm > & 15
FoHRAFTARERT A E gk TS 2 Bl B R R -
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S PR R 41 90 A R 48 Coo B 5 9~ 1318 221 nm eha i
kT EE»F (PCE) £l ~ 24402 B2 % > 4B 428 4 4-1 #9571 o
o Bt %87 0 Ceo 5 R 5 13nm (3000 rpm) =it » 2 PCE 5 12.23% > 4

B2 T o @ BB A PCEL 13%14 1 o

60 =
50 |-
. L
NE 40 = 3500 rpm(9 nm)
L = ; ——3000 rpm(13 nm)
< | 2500 rpm(18 nm)
=) I}
=~ 55 L — 2000 rpm(21 nm)
2 "l E
wy
= 10 F
¥
a L
g 'F
E -
5 -10
(@] L
20
=30 =
] ; 1 gum—]_ ) [P L1
02 0.0 02 04 0.6 08 1.0
Voltage (V)

MA-2H K&tk Co? FERAE LV H

% 4-1 5 B4 B Coo? Ip B~ i 4 haoi

Rotational Cs JSC

BestPCE (%)  PCE (%) voc () FEF

speed(rpm) Thickness (nm) (mA/cm?)
3500 9 13.84 13.2940.31  25.33+0.50 0.84+0  0.63+0.01
3000 13 12.65 12.23+0.35  26.08+0.55 0.83+0  0.57+0.01
2500 18 13.63 13.3740.19  25.18+0.49 0.84+0  0.64+0.02
2000 21 13.49 13.21+0.30  24.89+0.35 0.83+0  0.64+0.02

e AP EF R RGER L 500 1 W/em?) BB S 1% 264 o) BF 5 HkR S
Bk A ity i ;‘,ﬁ“ﬁbﬁ‘ﬁf‘ufi PRBtE b AT R O Hdp gk IR A 420
Sk 18 sk R T F AR EON A de B F 5 R E 0 4o Bl 4-3 477 o AP

P
BLBEH R L AR 06 [ PR N kR kTR HOTT B E A
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(a) ®)

14 1.0 F
13 —&— 3500 rpm(9 nm) 0.9k 3500 (@ nm)
12 :':(:100 rpm(13 nm) = ’ —0—-3;}{!(! lr-:zm(lﬁ nmj
2300 rpm(18 nm) y = 2500 rpm( 18 nm)
11+ —=— 2000 rpm(21 nm) o 08
= -W —¥— 2000 rpm(21 nm)
s 10F 2 o7f
B9k 8
o = 06
£ 8t E
S 0s
TF Sk
7z
e 041
5 L i L L f L f L L L L ' L '
0 48 26 144 192 240 288 0 48 926 144 192 240 288
Time (hr) Time (hr)

Fl4-3H K&K Co? AR LE2L(5F2(b)F- M 5aFEhbiR

A2HREB K Cot B R EAERE A 0k BT 2 eng i

Rotational (6 JSC

Time(hr) Best PCE (%) PCE (%) YOC (V) FF R-value

speed(rpm) Thickness (nm) (mA/cm?)
Initial 13.84 13.2940.31 25.33+£0.5 0.84+0 0.63+0.01 1
48 11.16 10.67£0.37 26.35+0.46 0.78+0 0.52+0.01 0.803
2 9.49 8.67+0.46 23.97+0.39 0.74+0 0.49+0.02 0.652
3500 9 96 7.70 7.2340.29 24.31+0.75 0.68+0 0.44+0.01 0.544
120 735 6.72+0.37 24 53+0.47 0.65+0 0.424+0.02 0.506
168 7.08 6.42+0.37 24.26+1.17 0.63+0 0.42+0.01 0.483
264 6.65 597+0.34 23.61+0.55 0.62+0 0.41+0.01 0.449
Tnitial 12.65 12.23+0.35 26.08+0.55 0.830 0.57£0.01 1
48 10.49 10.14+0.40 26.12+0.69 0.760 0.51+0.02 0.829
72 8.85 8.18+0.30 27.1£0.49 0.7110 0.43+0.01 0.669
3000 13 96 173 7.5240.21 26.48+0.42 0.68+0 0.42+0.01 0.615
120 7.70 7.23£0.36 26.85+0.64 0.67+0 0.40+0.01 0.591
168 6.87 6.47+0.29 25.45+0.78 0.64+0 0.39+0.02 0.529
264 6.31 5.7740.33 25.54+0.49 0.60+0 0.37+0.01 0472
Tnitial 13.63 13.37+0.19 25.18+0.49 0.84+0 0.64+0.02 1
48 10.87 10.47+£0.28 25.50+0.69 0.77£0 0.53£0 0.783
72 9.03 8.55+0.35 23.77+0.29 0.74+0 0.48+0.01 0.639
2500 18 96 7.68 7.44+0.18 24 94+0.31 0.68+0 0.44+0 0.556
120 el 6.91+0.21 25.02+0.37 0.65+0 0.42+0.01 0.517
168 6.53 6.2840.28 24.66+0.48 0.63+£0 0.40+0.01 0.470
264 5.92 5.78+0.18 23.61+0.6 0.62+0 0.39+£0.01 0432
Initial 13.49 13.21+0.30 24.89+0.35 0.83+0 0.64+0.02 1
48 11.12 10.50+0.37 26.65+0.69 0.76+0 0.52+0.02 0.795
72 8.73 8.38+0.30 23.75+0.41 0.7240 0.49+0.01 0.634
2000 21 96 7.15 6.96+0.27 25.54+0.31 0.5240 1.12+1.53 0.527
120 6.70 6.28+0.32 25.40+0.35 0.59+0 0.42+0.01 0475
168 6.61 5.90+0.48 25131113 0.59+0 0.4040.02 0.447
264 6.49 5.86+0.42 25.28+1.07 0.57£0 0.40£0.01 0.444

dFEF SR A4 0% d 13 nm(3000 rpm)egh i A Coo & 47 ek T #
oS e BUEIE 264 ] PRI KB 0 B F- oed (R) EAIE R

R BARAE T FE TR AR bk 2 K RERY > B
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4.1.2 B R ,;]‘ 4t 2  CN if&&ié@
FEABATS (OPV) FIHGAA T S A MR 2 7l 8 BH - & 2

Fe AR R XML o PMO:YO = & ki SLTE L B s Ak R o T ke B

BROE TR oKD BB R DR TH A P 2 FREL G M
GERF AL g bR R S ON 23 1% PMOY6 = &k SF R 3 051 o
PETR-H LA R CNER (R4 ~075%~1.5%) T > OPV ~ 2k §
WiF 2 R AR -BETHAV AT EFLI LR BRRE R
KRR a2 OPV A2 chiE R B E b o

w4 CNIE A~ 2 £ R kxS (PCE) P> AP & 8 X 54 CN
74 0.75% CN 2 1.5% CN eh= fé ~ 2 32 7 PCE £ 1] © 4~ 4 & i#].5 % 4oB] 4-4
2 44350 o FARBIRAET A e 0.75% CN éh A 2 5 . Sh PCE

E3] 14.06% > @ B s 3 &~ i e PCE 32M 3t 14% o

60
50 =
40k —0.75% CN
NE — 1.5%CN
Lo 30 Not added CN
<
E 20 =
z
@10 |
7]
2 of
o
@
E -10 |-
O
=20
-30
1 1 1 " 1 M 1 1
-0.2 0.0 0.2 04 0.6 0.8 1.0

Voltage (V)
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Process

0.75% CN
1.5% CN

Not added CN

24-3 MR AR B ONGE R A heoe

Best PCE
(%)
14.06
11.94

13.07

PCE (%)

13.84+0.22
11.57+0.30

12.6440.37

JSC
(mA/cm?)
26.13+0.22
22.23+0.43

27.89+0.68

VOC (V) FEF
0.84+0 0.63+0.01
0.84+0 0.62+0.01
0.82+0 0.55+£0.01

AL EY 2R CNERHA BT PR AipEg g

Sk BB

=

o}

it 504 ) pE o R S 42 1o o LB S BT o /,9]‘ 4 0.75% CN

S i i 504 ) R RETLS o Hoang R jF- ond A AL REE (B

452 2 44) o F o FEY R R b kond 2 K kg S HEF TR

B MR T A LA i 4e 0.75% CN 22 i | g Qg ik &+

—8—().75% CN
—— 5% CN
—a&— Not added CN

(a) (b)
15
14 | l.ﬂ -
13 —a— (), 75% CN 0.9F
2L —=—1.5% CN :
—&— Not added CN = 08k
11F @
~ 1w0f &50.7 |
ae - 0.7
- 9r ]
E 8 E 0.6
) =
& Tr g o0s5f
6 =
s5F 2 0.4}
ar 03}
3 L 'l 'l Il Il Il L L 1 'l 1 'l
0 72 144 216 288 360 432 504 0 72 144 216

Time (hr)

288 360 432

Time (hr)

Bl 4-5 MR G4t b CNGER & 22 (@ 2 D)fF - %aF B 64T
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FAAGEHA R b ONGER & B AERF I Al 0 R AT 2 g i

Best PCE

JSC

Process Time(hr) (%) PCE (%) (owA Jnm’) VOC (V) F. K R-value
Initial 14.06 13.84+0.22 26.1340.22 0.84+0 0.63+0.01 1
2 9.70 9.46+0.12 28.99+0.25 0.7240  0.45+0 0.684
168 7.98 7.60£0.38 27.89£0.48 0.66£0 0.41+0.01 0.549
0.75% CN 240 7.24 6.91£0.25 27.10+£0.46 0.64£0 0.40+0.01 0.499
336 6.20 5.96+0.27 26.42+0.80 0.60+0 0.38+0.01 0.431
408 5.76 5.5540.16 26.55+0.30 0.56+0  0.37+0 0.401
504 5.80 5.3340.27 25.66+0.36  0.58+0 0.36+0.01 0.385
Initial 11.94 11.57+0.30 22.23+£0.43 0.84+0 0.62+0.01 1
72 8.09 7.8240.21 24.5+0.15 0.71£0 0.45+0.01 0.676
168 6.58 6.11+0.33 23.2440.38 0.62+0 0.42+0.01 0.528
1.5% CN 240 599 5.5140.36 22.85+0.43 0.59+0 0.41+0.01 0.476
336 535 4.76+£0.39 22.304£0.71 0.54£0 0.39+£0.02 0.411
408 4.57 4274027 21554046 0.52+0 0.38+0.01 0.369
504 4.33 3.81+£0.33 21.17£0.54 0.50£0 0.36+0.02 52y
Initial 13.07 12.64+0.37 27.894+0.68 0.82+0 0.55+0.01 1
72 8.46 8.05+0.25 27.45+0.56 0.72+0 0.41+0.01 0.637
168 7.04 6.74+0.28 26.45+0.55 0.66+0  0.38+0 0.533
Not added CN 240 6.26 6.04+0.25 26.02+0.42 0.63+0 0.37+0.01 0.478
336 2192 5.59+40.32 25.68+0.95 0.60+0 0.36+0.01 0.442
408 513 4.85+0.27 24544021 0.58+0 0.34+0.02 0.384
504 4.80 4.65+0.14 24.1240.57 0.56£0 0.35+£0.01 0.368

BEALL B 412 ) S B R > AP

FEZ 0 H K45 v R Ceo e i W AR

1 Coo B B $ /&> 3000 rpm g & & F R (PM6:Y6) # CN 243

&l

eIk R 0.75% o2 B T GLE R 6 L 1 O A 8 1A R ] PRk B

PRl odeT koA PR HIFFEK SR SHELT A

R .

W - g E el e nE K Ceodd 1t K S8 11y

-\

w

a3 25

—

B RRn (AT R L BRI T A B G

L3 Aot 0 353 7 I AR Coo s 1 K i e 58 g

B 44 1 et A -

-
s

4 2k A e

3
B 4 1 A e

R

2RETBHRAFTYL OV RER Codh itk 2 R Cosh it & &2 PCBM fdt

Al R AE T G Pk

FouPHpH LT
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L H# 5 1TO/ZnO/Ceo/Ceo 2 PCBM/PM6:Y6/M0O3/Ag »4- ] 4-6
AR o

Cover glass

G
Passivation Layer { Cg or PCBM )

n0

ITO ITO IO ITO

Bl4-6F W -BaT? BEASE Coklo B

42.1 Xk & & Coo A FBRRAREET R

b3t Ceo 5 BUAA P 3 fARIEM > FI 3 A eaE R KDk
BAEIMER 4ok 45 9752 Coo ¥ L5 W3 MY 3 2R Bcdy > &
% ¥ (chlorobenzene, CB) ¥ #8= % ¥ ( 1,2-dichlorobenzene, ODCB) i* 5 B k&

g v Ko A > 2 H K451 K Ceo(CB)i% ik 2 Coo(ODCB)i% i SEM Bl 4] 4-7

1.%F ¥(CB)ia ®pe® Ceo 3% ¢ Ceo BER 5 3mg/mL

2.%= % ¥(ODCB)3 #fe s Coo 3% ¢ Coo kA % 16 mg/mL o

% 4-5Ce0 W LIAAY 2R fER

Solvent Solubility(mg/mL)
ethanol 0.001
chloroform 0.160
benzene 1.700
toluene 2.800
chlorobenzene 7.000
1,2-dichlorobenzene 27.000
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Coot€B) @

SU8010 15.0kV 12.3mm x20.0k SE(U)

Bl 4-7 7 k%A 2 Ceoi% % SEM Bl(a)Ceo(CB)i% 7% (b)Cso(ODCB)% %

SHEH T R A Cedh it R RN PRE > APEE T AR
1.¥ A 44 K 4E8 % 0 ¥ & Ce ODCB
2.8 % 4 “ K 1 & Ceo ODCB ~Ceo ODCB / Cso CB ~Ceo CB / Cso ODCB ~ Ceo CB
/ Ceo CB

kA e 7k T ks (PCE) v ds Bl 0 2% &M 4-8 224 4-6
w7 o WedhBET 0 B 45 1 K Coo ODCB 2 [ 44 & Ceo CB 17 12 4= 45 PCE
#H K441 K CooODCB i ol 7 B/ 441 & Coo CB ¢~ # PCE & 3] 13.07%

TES SRS S

60

S0 -

40 |- —CmUDCB

—~
ol s
E 3| —(C,0ODCB/C, ODCB
< ——C ODCB/C._CB
g 20 60 60
E —C,CB/C,0DCB
= 10 - S —
z [ C,CB/C,CB
(]
a o0fF
E =
g -10 =
=
O 20 -
=30 =
.40 i " 1 i 1 i 1 " 1 i 1 n 1
-0.2 0.0 0.2 04 0.6 08 1.0

Voltage (V)
B 4-8 # a2z Ceo i3t ~ % -V B
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# 4-6 * Ip 3 A2 Coo %R 7 %A 4o ¢

Process B"S(f, /SCE PCE (%) (mffm,) VOC (V) F.FE
CsODCB 13.09 12.60+0.46 25.87+1.03 0.84+0 0.58+0.02
CsODCB / Cs0ODCB 13.39 12.82+0.47 26.59+1.03 0.84+0 0.56+0.03
CsODCB / CsoCB 12.01 11.78+0.19 25.2540.79 0.84+0 0.56+0.01
CsCB / CeoODCB 12.15 11.64+0.47 27.16+1.41 0.82+0 0.52+0.03
CsCB / CsoCB 13.87 13.07+0.53 24.95+0.41 0.84+0 0.62+0.02

B FER D B AR R Coipit & R PART SRR AP G
B R E R R BT MR BRET 504 ) pF o 3 isdiAp M iAo & 4-7 AT o F A
5T 0 8% ODCBia A Wi cnfER &1V K Cooip it ~ 12 > AGEE PR %
AP STS  RBARR R BRNEG e rh g enfi- ok b o dr
B 4-9 2 £ 4-7 577 o i2- FREBEF AT ERS R iR R B

PR AH

(a) (b)

14
o ; Lof
I —=—(_0ODCB - —=—(, 0DCB
12 —a—C,ODCB /€ 0DCB 0.9 —e—C,_ODCB / C,,0DCB
11F —.—('m(ﬂ)(.'ﬁ -"('ml‘n = 0.8 [ +L'w[)l)['|! (_'w('li
whk —=— (_CB/C, 0DCB o ol —v—C,CB/C,ODCB
= ol —s— C,CB/C,CB A L ——C_CB/C,CB
s ot a w0 = 07 I @ nn
— =1
5 8t S 06r
o 7f = I
- 3 g 05
6 = L
5 S o4}
2 03}
3L L 1 L 1 L L . L L 1 L 1 . L L
0 72 144 116 288 360 432 504 0 72 144 116 288 360 432 504
Time (hr) Time (hr)

B 4-9 3 a2 Co ik~ 2 (e % (b)iF- trefdein
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20477 A Cooth i % B AEREIE oty o BT 2 e i
Process Time(hr) B“(f,/f)CE PCE (%) (mﬁfm,) vOoC() EFE R-value
Initial 13.09 12.60+0.46 25.87£1.03 0.84+0 0.58+0.02 1
72 9.72 9.18+0.46 3247+1.80 0.74+0 0.39+0.02 0.729
96 9.57 8.91+0.45 3191+2.56 0.72+0 0.39+0.02 0.707
120 9.33 8.40+047 31.38+2.65 0.70£0 0.38+0.02 0.667
CsODCB 168 8.59 7.79+£048 31.28+2.64 0.68£0 0.37+0.02 0.618
264 152 0.85+0.51 30.49+2.57 0.63£0 0.36+0.01 0.544
336 6.81 6.294+0.35 30.51£2.30 0.61£0 0.34+0.02 0.499
432 0.12 5.73£0.30 29.17£1.61 0.58+0 0.34+0.02 0.455
504 6.00 5.660.40 29.10+1.06 0.55+£0 0.35+0.01 0.449
Initial 13.39 12.82+0.47 26.59+1.03 0.84+0 0.56£0.03 1
72 10.23 967041 34.60+3.13 0.73£0 0.39+0.03 0.754
96 O 9.11+044 34.11+£2.60 0.71£0 0.38+0.03 0.711
120 9.18 8.61+0.30 33.92+3.13 0.69+0 0.37+0.03 0.672
CsODCB / Cs0ODCB 168 8.44 8.02+0.36 33.30+251 0.66£0 0.36+0.03 0.626
264 7.39 7.13+0.17 33.49+1.88 0.62+0 0.34+0.01 0.556
336 7.39 7.06+0.34 32.83+228 0.61£0 0.35+0.02 0.551
432 6.89 0.65+£0.20 32.11+2.38 0.58+0 0.36=0.02 0.519
504 6.43 0.23+0.17 30.96+1.80 0.57£0 0.35+0.02 0.486
Initial 12.01 11.78+0.19 25.25+0.79 0.84+0 0.56+0.01 1
i 761 7.2240.39 2948+1.59 0.68+£0 0.36+0.02 0.613
96 738 7.03£0.33 30.80+£2.29 0.64+0 0.36+0.02 0.597
120 6.90 0354044 2954+141 0.61£0 0.35+0.02 0.539
CeODCB / CsoCB 168 616 5624040 288+164 057+0 034£001 0477
264 &10 [ 5.204£0.37 28.62+1.82 0.54+0 0.34+0.02 0441
336 5.14 4.80+0.29 28.00+2.10 0.52+0 0.33+0.01 0413
432 4.59 4.13+0.36 2697+1.17 0.48+0 0.32+0.01 0.351
504 4.43 3.95+047 26.24+1.18 0470 0.32+0.02 0.335
Initial 2 11.64+047 27.16£1.41 0.82+0 0.52+0.03 1
72 8.78 8.11+0.51 34.806+1.34 0.67+0 0.35+£0.01 0.697
96 8.45 8.11+0.31 32.92+294 0.69+0 0.36+0.02 0.697
120 8.10 7.61£042 33.04£1.27 0.660 0.35+£0.02 0.654
CsoCB / CeoODCB 168 7.35 0.84+0.31 3244261 0.61£0 0.35+0.02 0.588
264 6.79 6.44+0.33 325615 0.58+0 0.34+0.01 0.553
336 6.38 5.9540.37 34.01£0.38 0.54+0 0.33£0.01 0.511
432 5l 536021 31.68+1.71 0.52+0 0.33+0.01 0.460
504 5.37 497+0.41 31.73=1.36 0.49+0 0.32+0 0.427
Imtial 13.87 13.07£0.53 24.95+0.41 0.84+0 0.62+0.02 1
72 9.93 9314045 28.20£0.56 0.75£0 0.44+0.01 0.712
96 9.49 8.78+0.37 28.42+045 0.73£0 0.42+0.01 0.672
120 8.90 8.55+0.32 28.44=+041 0.71+0 0.42+0.01 0.654
Cs0CB / CsoCB 168 8.35 7.9240.33 2842+1.12 0.69£0 0.41+0.01 0.606
264 127 60.77£0.24 276063 0.63£0 0.39+0.01 0.518
336 6.90 6.61+0.23 28.11+0.51 0.61+0 0.39+0 0.506
432 6.36 6.10£0.25 27.38+027 0.58+0 0.38+0.01 0.467
504 5.71 5.46+0.23 26.35+049 0.56+0 0.37+0.01 0418
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