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7] HFAA (Polymer Solar Cells, PCS):E #7128 FaAZoz ALs= Aoz, 7Ha 3ol = Az}
Az gl g FFo R quAsrt heste] bR FA WHelA e F FHS AU JorE fd YxE:
glo] B A oA PdoR B #4Ss WA 9l

F71 HEAAe] 74 T FEETe dvbE o R Hx Fsert e 7 M BE S, AARS e v =4
A AR 2 AARSETE 52 BEA AAIRR o] FojAH | 4Y] FEATol HYFE FFehH JAE
(exiton)o] P48t =i, AT/ 2 Axse] AAHoR Siakect, olefet AAW =gd ANES 7}
7 Azt eer FHHA 55 2 R ojEdte] HSdA FEHEoEA HAFHoR 7] duAE W
gk, H2 A AAA R FIIEGAA FEstE fste] B 28 9 LS wol7] AT AEo] &
3 WPH I glom 53] 9% SAS Ve FFETY AR fIEEHA s A A4 VER o

& FIEAE] HARl, fdE A

%2

oyt 7] BAE T AR g dAFHoe] 2 Fd 79t 7] A AR o]v Ut muhe Aol gl
Aqk 7AFA oA we FEE, AA F 49 oEw, S ot EEEX WY T o= /A SAF
S /HHEE T E9YU F2E QAT 5 e v-E3#: 9408 (Non-Ful lerene Accemptors, NFAs)oll gt <1
T7F s HeEa k. E=S, f7] BGHAY] FHUE g8 AAFIN E [AEe] AAEA A A

= A
NFAsE AR&ehs F7lBi A7 22 Fgnisg
=)

=i

< NFAsAl 71 Aol A= AT 2E =AM, Kﬁ} K4?<}$7H el B A AP G s
A sl Megie) 29 8l 72 JudoR I dstelw THEAE 22, AAFI-AAREA (donor -
acceptor, D-A)B}Y] & A7t /i ar 28 wb 9l

o]#3F D-A B} & aniA F AA AR o= dEH oz WZtho] ] 2 # (benzodithiophene, BDT) 1%
7F &EA e, 1TSS 2t DAY EAE AR 7] Y8 WE[1,2-c:4,5-¢ '1tho] ESl-4-8-t}o] 2 (BDD),
HlZEgo}Z(BTA), @ =22 (quinoxaline, Qx)o] o] &g} (HEsES 1 WA 3).
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FEledl Al 2 golEFede] X3V E g5 ASAHF)S A 4
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=70
shA Rk, ol#dt EFE(roll-to-roll, R2R) HHE Hdixe AHSHE FEA 4o T g de A4
2 F7] hgAel S4dlor Btk FAAOR 200m 23] T TAEES ekl BAL BRE Pl
Age BAZ M, 300 £ 100 me] FA WA A% We g Bdol nr AT Ao oA
o EW, BRE e 37 FAe) td RS FAHE, olde A FH WsE 24 golol
st

SEZRR) AR AFH 7] AR FHHe g8 Hd 4.96%0) EF3H(REFER 4), 1,8-7
2= S HIMAE AFEE dd A EFERR) FAHE AxH 7] HEHRA A4 9.57%2] FHAHES
a&o] Yehd vl oy, E5F FAHAA olgldt HIAY AFE2 {7 HGFHA L AR MAHAAS A=
Ao R d#HA JoH(HEF]EE 5)

olof], ¥ WA e FEHZTY HAAF N (nonor)E AMEE = Qv LEA FFERA, FEET FA Ws)
of digk A5 <t L F7lof digk A Qhddo] st EFE FAHLE AxHE £ F7] FHiaA
of 484 4 Jow, HIMAE A&k fuEts A3 ¢ FAHE §8S el 5 e, Alarek 1
2} sgtE S st B oas ATt

HY7l e

H]| & 35]#¢

(B &3] %3 0001) 1. Nature Photonics, 2020, 1-6.

(M EF &3 0002) 2. Macromolecules, 2019, 52 6227-6233.

(H)E3E8 0003) 3. ACS Macro Letters, 2019, 8, 743-748.

(B E3E8 0004) 4. Advanced Energy Materials, 2017, 7, 1602742,

(&3 &3 0005) 5. Advanced Energy Materials, 2019, 9, 1901805.
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T 12 f7] FHaAe] A A 4

i

SRl w4 o) 3,
%2 A4 o 1% 20 B BFE 2 veel vl W-Vis B4 $HRAS S99 An 29zl

= 38 AAl o 1 % 29 LUMO(lowest unoccupied molecular orbital) @ HOMO(highest occupied molecular
orbital)9] U] HHAS YEH T Lo|a

% 4 A4 6 3% 49 §7] MRS A S 5Ae W A3t ezl

= 5= AA o 39 49 §7] AR adeold dAF A7 XA Ar#(grazing incident wide—angle X-ray
scattering, GIWAXS) ¥418 43t A3} grolar,

E 62 AA o 3 2 49 F7] HEAF e FFASY FTHES AA3E w7 (atomic force microscopy, AFM)S
o835t T3 AlHolan

w82 AAl o 59 f7] EFHAY ATl e, ZTEAAHE o] &3t A% GG F2E B4
2o AxE BT FAS vERd el
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Hya CyHg

CsH-m G
C4H
CeHis (i) CeHia i o
HO™ — B~ S
C4Hq Cy4Hq
(iv)l

CeHyg
(vi)
.
CeHia
8. F
o L o (vii)
—
=/ W/ ® 3
® s
Y
8
R = 2-ethylhexyl
(ix)
+ 10 —

F F
o R
s

NN

S =\ &
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27U N UT,

3

f:f PBF-QxF

<Az o 1> 7] Wk 29 gk 22 FAE = S ge (- (HREYE)RHRh o] Az

A E97] 2 0CeAA, Y22 EH(100mD) ol EddZ27(95.31lmmol )& E3A1Z] S 2-Fd S8
1-2(95.31 mmol) 2 HE(6.79 ml, 133.44mmol)S FH7}sta, AL 9

71914 12A13E &9 wRkekgint.
NallS0; 23} =85 H7lete] whg& waA AP 5, des 2o Fof dAter FE83ln.
welsta Sk vkl delld AxAA AAdEigitt. &ulE A stellA AAstL, AojES NS o] &9
48 ArvtEagv 2 GAlsgitt.

& 93.6%. I NIR (600 MHz, CDCl3): & (ppm) = 3.45 (d, J = 5.04 Hz, 2H), 1.60-1.57 (m, 1H), 1.39-

1.20 (m, 16H), 0.91-0.87 (m, 6H). “C IR (150 MHz, CDCls): & (ppm) = 39.55, 39.27, 32.68, 32.36,

_12_
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31.94, 29.60, 28.89, 26.65, 22.96, 22.77, 14.14, 14.10.

<Az o 2> 7] Wk 29] kA 308 BAEE Bete (3-HEE-2-(2-FESE )R &%

£
1o
2
N

ALE7 A B4 THF(100mD) ol A7) A% o 1A 3184 28 FAHE 3FE(3-HIEM0|Q
S A F, AAES] 2 -78T oA LDA(96mmol )& HH3] H7FstATh. A7) %@1% 1A 7F ot Wuks
aL, o] % A7) Az o 1olA Axg S-(BERHE)EHZH(EEH] 2)(80mol) S H7bet. E¥ES -78C
<
k=3

H =
Al F7E o R IARE S9F wRkstar, o], 12A417F BRF 5 7tk wkgo] ghnd §, EFES B ¥
o] dtow FEaTt. FUEFTS THsta A ntadls el AXRAIA AFsgitt. SulE ASE shellA
Aastar, olES A4S o] &3 Ad ARntEaHI R JASIT.

T 60%. I NMR (600 MHz, CDCl3): & (ppm) = 7.11 (d, J = 6Hz, 1H), 6.90 (d, J= 6Hz, 1H), 2.71 (d, J

= 6Hz 2H), 1.7 (s, 1H) 1.30-1.26 (m, 16H), 0.90-0.86 (m, 6H). C NMR (150 MHz, CDCls): & (ppm) =
138.99, 129.83, 123.12, 109.44, 39.61, 33.75, 33.36, 33.06, 32.06, 29.82, 26.64, 23.19, 22.87. 14.29.

A

Az o 3> #47) WG4 2¢] sha4) 4z
FE UL RS- (-3 P ) ol o f-2-) Eeu g Agh 9 A%

=1

A5

rr

l‘l

T4 THE(100ml) ol 7] Az of 204 Az sheha 302
K-
[€)

1515 319E(30.01mmol )& &3lle § AARS
7] @ -78°Cel| 4] LDA(96mmol)S H A i

}_:\L.}\ T
M A7 HoF wWEkslaL, Me,SiCl (54.02 mmol)S
3k-5-0]

of

3
N
X
of
o
38
o
Al

A WAk, olF AeolA A7 Beb kst whgo] EE ¥, EFREL ol Yol Aoz FE
Stk #7185 Baa W wfig AN AEAA olRedth. 8ulE 49 sheld Astn, 2o
B AN ol g% Ay A=vkEodY FAlstdn.

TE&: 78%. I NIR (600 MHz, CDCl3): & (ppm) = 6.89 (s, 1H), 2.61 (d, J= 6Hz, 2H), 1.59 (s, 1H) 1.19-

1.14 (m, 16H), 0.78-0.75 (m, 6H) 0.28 (d, J

9Hz, 10H). C NMR (150 MHz, CDCls): & (ppm) = 144.23,

137.99, 136.22, 110.62, 39.52. 33.94, 33.32, 33.07, 32.70, 32.00, 29.73, 28.85, 26.56, 23.12, 22.80,
14.25, -0.15.

A% °l 4> 37) WS- 2] shetA] 5% A=
SR (5-(2- 1S5 Y)-4-ER 2ol o.q-2-) B E )] A%

= THR(100m1) ol AF7] AZ o 3o|A] Az 318hA 42 TAHE 838 (24.78mmol)S |33 = -78°CollA

2.5M% kel gefE n-F-=HEE (7. 17mol)& HH3 H7bsklth. o2 A7 E<b wwksar, F-4= THF(50m
1)l NFST (49.56 mmol)=& JQL%H/\V] S H7bskar, o] A2elA 5A1ZbEeh wtekgltt. Rbgo] ghRE F,
= = 2=AA ot &

=gEe = Fo gior FEY. ArleTe Eelsta At U}Zﬂh’% golM A
)
=

NS 7o sl Almeka, delgE A

TE: 60%. I NIR (600 MHz, CDCl3): & (ppm) = 6.85 (s, 1H), 2.65 (d, J= 6Hz, 2H), 1.60 (s, 1H) 1.28-

1.26 (m, 16H), 0.90-0.87 (m, 6H) 0.27 (d, J

9Hz, 10H). C NMR (150 MHz, CDCls): & (ppm) = 155.44,
133.86, 123.39. 123.23, 39.44, 33.36, 33.08. 32.01, 29.78. 28.91, 26.61. 23.13. 22.81, 14.21, -0.33.

<AZE o 5> A7) W2 29] g8ty 6or HAFH= HEC-C-FESE)-3-F2 20|39 Ax
2= THE(100mD) ol AF7] AZ of 404 AZe 3}8t2] 58 FA|HE 832 (18.6mmol ) S 83
.OMZ  THFel &3l TBAF(22.32mmol)& 3] H7IsIH. ol& oA 3A1% &

Wk}, EH%% Bol o] Ao FEAUL. F71RFS Felshn FA vilE oA AxAA o

- %U

)
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[0143]

[0145]

[0146]

[0147]

[0149]

[0150]

[0151]

[0152]

[0154]

[0155]

ZIHSd 10-2022-0022731

ol

bolch, S0 e StlM Amsta, el AN o §F AY A=rkEIYE HAlsn.

TE: 88%. I NR (600 MHz, CDCl3): & (ppm) = 6.96 (dd, J = 3.54, 5.52Hz, 1H), 6.72 (d, J= 5.52Hz,

M), 2.65 (d, J = 6.54lz 2H), 1.6 (s, 1H) 1.28-1.26 (m, 16H), 0.93-0.86 (m, 6H). C NMR (150 Mz,
ODCly): & (ppm) = 155.82, 120.67, 117.19, 117.00, 39.46, 33.29, 32.97. 31.95. 29.72, 29.30, 28.85,

26.59, 22.08, 22.76, 14.18.

<Az o 6> 47 WA 29 B 72 BASE FFB(VEG-(2-FASD)4-FR 2] 2 A-2-2) o @
1,2-t2)9] Az

B

A7 A F4= THR(50mD) ol 7] AlZ o 504 Az3 3}sta 6oz FAH = 318E(16.42mmol) S
, —78TolA 2.5M2 ko]l &3¥ n-F-E2]H(18.66mmol)S HHA3] H7latAct. -78°CollA 2417 ok a
, 0ColA 4= THF(80ml)ol BE3}2)E (LiBr, 35.08mmol) 2 BE3} +2](CuBr, 16.42mmol)e] A+l
3] A7PskTh. 1A% F7) vk AIE ¥ A8k A (7.46mmol ) S HHE] HUbeta, vbS EgAS A
o A 12A17F wwksQITE. wkge] g4EHE &, & So o] tjZFRaugoa FZ3519]
shar A mlnulr AelA AE:AA o3 s
&

g
A ol

e

AC)

(Mo o o (T

=
1
~
:—*
<

~
2
o
o
oo
%
i
o
H
fr
o

=)
i
[
Ry
=)
fr

1 48%. H MR (600 MHz, CDClz): & (ppm) = 7.74 (s, 2H), 2.76 (d, J = 6.54Hz 4H), 1.70 (s, 2H)

-

1.29-1.26 (m, 32H), 0.90-0.87 (m, 12H). C MMR (150 MHz, CDCly): & (ppm) = 179.73, 156.40, 154.70,
136.87, 125.82, 39.52, 33.31, 33.00, 31.90, 30.28, 29.63, 28.76. 26.54, 22.99. 14.10.

<Az o 7> 7] WA 29 Y 92 EASE SR (2,304 (G-(2- B E)-4-FR A 2. M-2-9)-
225,80 (o] . 91-2-2) A 47 o] A%

e

AE e e (5-F 224, 7-t](Re] e 3l-2-Ad)M=[c][1,2,5] E]o}r}eo] Z)(0.63
. Mater. Chem. C, 2015, 3, 5589-5597)°. 2 A|%3}glt}.

0%
N
T
T,
oo
.
\]
o,
o
QL'
b
oo
il
=~

1ol EwH(20 F=, 12.56mmol) S ¥ EE

g0l $RE F, 7] EFEL el ofad
A

(o3
)
B3
(m

>
=
Do
(=]
=)

O ~—
=

9

oz
N
)
N

i
e
1>

o

o
ot
dt
i

e

Lo
e
s
o
D
w
=
5
o
o
i
N
N
roh
o
[0 oo r
o

TE&: 75%. I NMR (600 MHz, CDCl3): & (ppm) = 7.96 (t, J = 1.5Hz, 1H), 7.91 (d, J = 13.08Hz 1H), 7.87-

7.86 (m, 1H) 7.74 (s, 1H), 7.61 (dd, J = 1.02Hz, 10.08Hz 1H), 7.57 (dd, J = 1.02Hz, 10.08Hz 1H), 7.25-
7.23 (m, 2H), 7.20 (dd, J = 4.02Hz, 10.08Hz 1H), 2.79-2.75 (m, 4H), 1.73-1.71 (m, 2H), 1.36-1.25 (m,

32H), 0.93-0.85 (m, 12H). C NMR (150 MHz, CDCls): & (ppm) = 159.91, 158.22, 156.44. 155.04, 154.74,

153.35, 144.21, 142.84, 138.10, 137.25, 135.09, 133.81, 132.00, 131.35, 130.58, 129.79. 129.08,
127.58, 126.97, 126.56, 125.93, 119.69, 119.42, 117.45, 39.56, 33.45, 33.04, 33.00, 32.00, 31.91,
30.40, 29.76, 28.88, 26.67, 23.11, 22.76, 14.24.
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[0156]

[0158]

[0159]

[0160]

[0161]

[0162]

[0163]
[0164]

[0165]

[0167]

[0168]

2SS 10-2022-0022731
1% A3 AZrE YN E GRS,

TE: 69% I NMR (600 MHz, CDClz): & (ppm) = 7.83 (d, J = 13.62Hz, 1H), 7.73 (d, J = 4.02Hz 1H), 7.54
(d, J =4.021z 1), 7.23 (d, J = 11.10Hz, 2H), 7.17 (d, J = 4.02Hz, 1H), 7.15 (d, J = 4.02Hz, 1H),

2.80 (dd, J = 4.02Hz, 13.08Hz 4H), 1.76-1.75 (m, 2H), 1.37-1.28 (m, 32H), 0.92-0.86 (m, 12H). “C MR
(150 MHz, CDCl3): & (ppm) = 159.76, 158.07, 155.02, 153.33, 144.40, 143.50, 137.84, 137.28, 134.61,

133.08, 130.83, 130.57, 129.28, 127.64, 127.01, 126.58, 119.96, 119.78, 119.66, 119.47, 118.34,
117.70, 116.02, 115.84, 39.44, 33.50, 33.10, 32.00, 29.80, 28.92, 26.71, 23.14, 22.77, 14.26. MALDI-

TOF MS: mz calcd, 1007.043; found 1007.263 [M+].

<A A] o 1> PB-QxF A=

Schlenk Z&}2== WellA 348ha] 112 FA1EE 33E(0.20mmol), 7] Ax o 8dlA Ax3 3134 1002
FEAIEE 33E(0.20mmol), 2 Pd(PPhy),(3 mol%)& F4 EFA(10mD)ol F3AFHTH. A2N)E 1568 5
HEHYS &, 98 EFES 0CE 7tdsta xR 7]dA 2 Sk ndtelddn). o] 958 &, 2-Ed
FErgdAol 2S94 37 (HF o W APAR HUkegic.

EFES 27t Wt WEeR HAEAAT. AFE S A5 wee, olHE, dit U FERIEFO
2 Ao Soxhlet &0l o8] F7t2 AAGATY. FRERZEE Edd nEAE fESz oA IAAAA
slgaklth, mEo® 50T g Q8o Yo HxA|A ofe] g}EhA 1-12 EA|E = Ak $FHE PB-
QXF(HF B2 S 52.39 kDa)S ASltt.

[8h5H4 1-1]

(n 1 WA 1000014 A= A59)

F&: 70%. ' NIR (600 MHz, CDCl3): & (ppm) = 7.51-7.27 (br, 5H), 7.20-7.06 (br, 3H), 7.06-6.80 (br,

5H), 3.03-2.67 (br, 8H), 1.83-1.63 (br, 4H), 1.49-0.78 (br, 72H). Molecular weight by GPC: number-—
average molecular weight (M,) = 52.39 KDa, polydispersity index (PDI) = 1.98. Elemental analysis:

caled (%) for C: 69.06%, H: 7.00%, N: 1.96%, S: 17.99%, found: C: 69.84%, H: 7.10%, N: 1.67%, S:
19.47%.

<A o 2> PBF-QxF A=

d7] W32 29] e 128 RAEE SEES 3AE W (Adv. Mater., 2015, 27, 4655-4660 Fx) o= A



[0169]

[0170]

[0171]

[0172]

[0173]

[0175]

[0176]

[0177]

[0178]

[0179]

[0180]

ZIHSd 10-2022-0022731

71 AL 1elA, sk 112 FAEE seES 3eh 122 RAE e steE
A& Aefstar, 7] Al o 13 L3 WHS Fdste], offe) sheky 1 3

CaHs

(n 1 WA 1000014 A= A59)

5 80%. " NIR (400 MHz, CDCl3): & (ppm) = 7.57-.7.46 (br, 1H), 7.45-7.38 (br, 1H), 7.37-7.28 (br,

3H), 7.18-7.05 (br, 3H), 7.05- 6.84 (br, 3H), 2.92-2.72 (br, 8H), 1.70-1.65 (br, 4H), 1.49-1.16 (br,
48H). 1.15-0.68 (br, 24H). Molecular weight by GPC: M, = 58.92 KDa, PDI = 2.16. Elemental analysis:

caled (%) for C: 67.36%, H: 6.69%, N: 1.92%, S: 17.54%, found: C: 67.87%, H: 6.68%, N: 1.68%, S:
15.13%.

<AA] o 3> PB-QxFE XF3 7] HSFHA Az
z37] s, A7) AA] o 19 PB-QxF 11¥AF 3ES AAFE Y65 A

AR ALgsie], o]sle] ®I o= IT0/Zn0/Polymer:Y6/MoOs/Ag +Zo 94 ®HA  o]FHF(Bulk

heterojuction, BJT) %9 7] BlFAXE A Z3}AT}.

A 10 IT0 713E AAARZ s ) ofdE ¢ ojazxad d3ss T3 &3 &ud Yol =53 A

ST, o] %, d7] 71¥|E 80T 2olA 12415t A=A .

A 20 7] 110 71F(A1 A5)7do] THE v 2 t]oldold s 1:29] RIn|2 &3 A4 4L 3500rpm
o2 25% &9t =¥ FYS T 130TlA 308 ¢ EAElste] 35nm FAY] Zn0 WEH(AA £55)E A5
Sich.

@A 3: 2 AR 2B gz A, Zn0 dF-ol HIM, AARFANZRA AA] o 19 PB-QxF LA 5=

ANBAZA Y6, WHAE 7] & 1o pon Eaeln, FLEE ol ol 000 rpuoz A=Y
gtk olF, 110CA 583 AAAE F7h2 FAAY 34 g, 90-110mm FAS FBYFL Az,

WA 40 A7) BEAE A 4 FHPPOR T m FAL No0,ES AN F4EES FYekT 100m F
Aol AgFE FYHRHE, AR vheaF olgdel 1 om WAL AR ol4uns Fstel 4TS
G339,

_16_



[0182]

[0183]

[0185]

[0186]

[0187]

[0188]

[0190]

[0191]

[0192]

[0193]

[0194]

ZIHSd 10-2022-0022731

# 1
A 2= 7] (PB-QxF) : A AR (Y6) A A7 AA Y 5
roceilal (110ColA 58)
1:1 X X
1:1 X 0
1:1.5 X X
1:1.5 X 0
1:2 X X
1:2 X 0
1:1.5 1% CN X
1.1.5 1% CN 0
CN: Chloronathphalene,
<HA] o 4> PRBF-QxF& 233 7] BddA] Az
d7] AN o 39 @A 3elAM, HAAFAE %‘/\1 o 29] PBR-QxF m:EA} 32 A}43le] 347 ¥ 29 Ao
2 A% AL Aslsa AN o 3% FAF PHS FAstel 77 BFANE AzQt,

#Z 2
A=} 7)) (PBF-QxF) : A 217} (Y6) A7HA A7 A

ol (110°Cel A 54)

1:1 X X

1:1 X 0
1:1.5 X X
1:1.5 X 0

1:2 X X

1:2 X 0
1:1.5 1% CN X
1.1.5 1% CN 0
1:1.5 1% DIO X
1:1.5 1% DIO 0

CN: Chloronathphalene, DIO: 1,8-Diiodooctane

d SHd mE F7] dEAAE EFERR) PHoZ Axs] AS, d7] AAl o 29 PBF-QxF 1Ak 3%
ES AAFNE Y65 AR AFLske], o]t W o2 TCE/Zn0/Polymer:Y6/MoOs/Ag %9 94+ BIT

= 79 =¥ R2R ZE (Mini Labo, Yasui Seki)ZE 2zt ul-

e o
7] FelA et

>

% the] 4AE A

U{N'

patterned by MekoPrint)toll Zn0 &9 (Infinify PV, 5.6 % (w/v) in IPA)S iiEgéi & 120CoA ExEsted
0 AAGESS FASIT. old, ZYL 10ul/mind €9 I3 $EE Z2E HA £XE 20cm/minoll A 53

290, 26 em /2 (1.3cm £ x 20em Zo]) FE WAL sFEow, ;e By 0.385 pl/m? on], o]= 3.85

o]% o-tZFmEHA AA o 29 uEA FFE L Y6E 1:1.59 FHEH|E I FFES L83 &

_17_



[0195]

[0197]

[0198]

[0199]

[0200]

[0201]

[0202]

[0203]

[0204]

[0206]

[0207]

[0209]

SIHES 10-2022-0022731
(10mg/ml)S =¥ slo] F3hA] HAsFA ). o]u], 7] (hot plate) &% % t}o] F=(die head) ==+ 2zt
ZF 130C % 90Ceo]a, =¥ = 30cm/mino. 2 ¥, HAH FAS zr] s, I8 S 1AL, T2
aE AAR FE(NEMESYS)E AbEdte] &9 33 £5E 10 WA 90ul/min Hoﬂ/ﬂ WAl A Tkt 7
o] FEAFE %*éokiiﬂr(%*‘ A2 F7) 3.85~34.621um).

o Jp ofy
1 mlo

olF, AF 535 % AFE SFE] A, A7) 2E5E 11 cm dolE Ausigly. olF d FFI|E o] &3
A7) FEAdE A 10nm FAE MoO; (Sigma-Aldrich)5S At A¥ 552 A, A= vpx

2

& o]&3ke] 100nm F7°] Ag(KJ Lesker)T& A8, 14mm o HAS 7pAM o]AH =S Axdte] A5&

5 20 Yl upe} o], AA] of 1 ¥ 29 1A} 33HE-2 350nm WX 460nme] g3 H 520 WA 680nm
(e}

B, B4 2Y 2Ae] g4 QARTE Qe 44 o 19 20 wBA 3wl 3o U wede 47}

2
—

2 oowch gobgel we E5Ee O 5 glon,

= AR 0]% ) =
Al ol 1 EE 29 Y62 FEAZ x33F 7] BHAAE 350nm WA 900nme] Btk ¥ g wle F4g
F dSs & 5 Uy

T 32 AA o 1 % 29 Cyclic voltammograms 212 2l d9 & 2k} Aol Ao ZHE Axkwe A o
1 % 22] LUMO(lowest unoccupied molecular orbital) % HOMO(highest occupied molecular orbital)2] oy
A FH-E e gz o)),

% 39 ZAlE wkel Zo], AA] o 19] LUMO ¥ HOMOE Z}7} -3.52¢V ¥ -5.37 eVolaL, AAl o 29 LIMO ¥
HOMOE= -3.54eV % -5.42eVE, BDT ©HaEA] 9] ‘4019_{] 3ol 2719 EFW(F)E ¥ X3t A4 o 29
SRR SHEe] Bk we HOWO oluA dME 2 A o 5 gow, o e AT (dnor) 24 ARk
Mol A4 wule Selo] wr AAE Aoz dysE & 9

271 LUMO 2 HOMOS] #hs 7¥to= Axkd AA] o 1 2 29 A7|3ed oz w=z1e 747k 1.85eV 2
1.88eV2, AAl o 29 mEASFES 77884 x| M= e] H; & AL & 5 ST},
<18 o 2> #7] BERA S
Al o 3 2 49 /7] BFEA e Ui AFLE, IR Ag 2 FHus 288 SAs%ey, 1 A9E
st7] & 3¢l YER AT
#£ 3
AR | AR | A " | @A | s (mA| Voe (V) FF PCE (%)
| e | ow |
Gkl (1oce | ™
A 5%)
PB-QxF 11 X X 21.75 0.82 0.50 8.95
PB-QxF 1:1 X 0 23.36 0.80 0.52 9.67
PB-OxF | 1:1.5 x X 23.41 0.82 0.49 9.30
PB-QxF | 1:1.5 x 0 24.76 0.79 0.52 | 10.13
PB-QxF 1:2 X X 21.25 0.80 0.47 8.06
PB-QxF 1:2 X 0 22.46 0.78 0.48 8.46
PB-OxF | 1:1.5 | 1% CN X 23.42 0.82 0.55 | 10.64
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[0210]

[0211]

[0213]

[0215]

[0216]

[0217]

[0218]

[0219]

[0221]

[0222]

[0224]

ZIHSd 10-2022-0022731

PB-QxF 1.1.5 1% CN 0 24.43 0.79 0.58 10.99
PBF-QxF 1:1 X X 22.89 0.87 0.60 11.98
PBF-QxF 1:1 X 0 24.77 0.84 0.61 12.64
PBF-QxF 1:1.5 X X 24.37 0.85 0.61 12.70
PBF-QxF 1:1.5 X 0 25.24 0.84 0.61 12.94
PBF-QxF 1:2 X X 22.85 0.85 0.62 11.97
PBF-QxF 1:2 X 0 24.17 0.83 0.62 12.53
PBF-QxF 1:1.5 1% CN X 23.09 0.83 0.68 13.01
PBF-QxF 1:1.5 1% CN 0 24.14 0.83 0.69 13.96
PBF-QxF 1:1.5 1% DIO X 24.38 0.80 0.67 13.18
PBF-QxF 1:1.5 1% DIO 0 25.00 0.78 0.67 12.92

Jsot AFREEL Toor NI EASH FF: SX9E, PCE: FdisE

CN: Chloronathphalene, DIO: 1,8-Diiodooctane

) gL 7] HEFAA = FH AL A7) % 39 yEhd v}
NS 1:1.59 SFH|2 E3elaL, 1% (N 7S H7lsla, 110ColA 58 X8 A
A<
T

>
>~
2
w
g
S
2
lo
:cg
2
BN
c )

aL 4
Jee (mA cn ) Voo (V) FF PCE (%) il 1.
AA] o] 3 [24.43 0.78 0.58 10.99 2.39
(24.50 £0.75) (0.79 £0.01) [(0.56 £0.02) |(10.70£0.17)
AN o 4 [24.14 0.83 0.69 13.96 1.49
(24.01 £0.40) (0.83 £0.01) [(0.68 +0.01) |(13.60 +£0.24)

Jot AFEIE. Vet WEI RS FF: SXHE, PCE: FAWEEE, py BF ols%, po WA o]5E.

= = AA o 3 % 49 f7] HFHRA ] HAF HE-HAG(J-V) agZolelar, & 4(b)= AA ¢ 3 E 49
7] BjekA R o] 92 E & (Incident-Photon-to—electron Conversion Effieciency, IPCE)S =43} 1 o|al,
= = AA o 3 # 49 /7] HIFHAY FAFEE) -T2 ALV 2P Zolar, & 4(d)e AA 4 3

R 40 7] BFdA e AFEE=-F A7) L zoln.

A7) # 4 2 = 4(a)el vEbd bR} o], AA] o 39 7] ElGHAAE 10.99%2] FHHI &5 (PCE), 0.78V

o] alE Ak, 24.43 mA on ¢ ARHWE, 0589 FAAEE zh= AL A, AA o 49 f7] BEAA =

_19_



[0225]

[0227]

[0228]

[0230]

[0231]

[0233]

[0234]

[0235]

[0237]

[0238]

[0239]

ZIHSd 10-2022-0022731

13.96%°] FAWS T (PCE), 0.83Ve] /Wua]® ASH, 24.14mA cn o) AFURE, 0.699] FANHZ 2= AL
o)} 2= o)
= T X

47 ARRFE AA o 49 7] HFAA = AA] d 33 FARE AREEe) 7 dEbA T, B 2 i3
2 A% 32 A} Yehd, A er, B e g a8

- (e} 2=
2= As L 59

o

£
ro
H

4(b)el vebd upe} o], AAl o 3 9 49 F7] YA AE 350nm WA 900nme] H-2 14gg Aol A
9] B2 E & (external quantum efficiency, EQE)o] YEPES & 4 duh. ol=, Ad o 19 A3z HE 7]
7] BFAX 7} 350nm A 700nme] WS FFEE AA o 1 EE AA] o 29 1EA} e g 4] 2
2 e R Ao WS 46 V65 AARUIE AFESI 7] Wi AL 4 S 9

Y, A ol 3 % 49 f7] EFAAE A 80%e] S FFAEEEE)E e Ae & den, ol <

T, A¥oleZ(uy)/ARols=(pu)e #TS SAH] A8, AFolsx=E A%y 93 A4
(ITO/PEDOT:PSS/polymers:Y6/Au), HAlelss F74317] 918 7+ (IT0/Zn0/polymers:Y6/A1)S AxS & F
7 As AF AF 2P (space—charge-limited current model) @ Mott-Gurney A2 ow z}7+e =4 W 7
g A, A4 o 32 49 AFOEE(u)= A7 6.7 x 10 emV s 2 1.1 x 10 enV's B @45 =9

CAA] o 3 49 ARl EE(p )= A2 2.8 X 10 nV s 2 7.4 X 10 emV's o]},

Kl

ES, 3] ASERE ALY AFOIEE(u)/AAEE () e 471 E 1o vhehd whsh o], 747}

2.39 3L 1.49%, AA] o 3 ®Bup AA] of 49 dak 8 HFolgio 7ol =, =
AA o 4= A=A e QAT Ao WS A @of, G 58S YR AR didelE ¢ Y.

R, & d(c)oll yERE mRep o] Al o 3 49] #7] HFAAY] A7 DR = TR S7HE
wel Z7bet dold FhEA ex enm §A8 T FAF WE(L)E 242 26,12 M on 2 25.18 mA

om OlROH | U/ S O EE A

ri
M
__?L;
da
il
rlo
N
N
&8
=
SE
S
=
it
2
=
)
¥
A
o
N
i)
o
i
of
__?L;
e

u
gol %71 HEAAE A4 FF A% A4 $5TE ¢ F Aok,

R, AOE ARDEG) R BN (P09 359 127 %S B 3RS A5 42F 5
e FAS) A% Ao, A o 3R 49 f7] HBRAL] AFUEUL) R BAN (P el G5l 7187

)
2ol aadeor JAEHNES &

Lo

W@e BE o 0.96% 7] R/ BFAAY FAYF S A4-4F A

& ek,

A7) E ) R E A9 AHRIE A o 3% 49 FAHFAAE A B AATIES 2w,
AA el 48] AE Ra Eol muk 7] MEe] AdHoR FAWE BES PN A0E AYHE

<23 d 4> /7] BFHA EHT (3)

A7 of 3eAel o], AAl o 3 9 4o o] AFHE F7] HEAA F FHAAS 58
FAARANE 1:1.59] FFu|E 23, 1% (N H7HAES HA7tsta, 110TCoA] 585
o §7] EFHAY FEYFTY BATERE BAS] fAstel, adeld YAl &7F XA At (grazing incident
wide-angle X-ray scattering, GIWAXS)A|E o] &3lo] thekst AFsolxo] F&dZTo] 2 45 2 wife] o
gt BA4S Fdsileon, 1 A9E & 5o YER ST

T 5(a)= A o 19 aEA sete FE, = S(b)= AA o 29 A g9gE 25, = 5()w A 91
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[0241]

[0242]

[0243]

[0244]

[0246]

[0247]

[0248]

[0250]

[0251]

[0252]

[0253]

[0254]

o A S 9 162 ERT AE, % 5@ AN o 29 T TR D 162 EFT AF, = SEE
1 Fgus] 2RRUTSAC) /IR Askn 1004 DAl 24 of 19 n¥A SH4E 2 V6g EF
& WE, % 5(DE 1 FP4) ZREUIZDA) A7HIE Asdn 10CAA dAG A4 o 29 23
S3HE 2 V6% ERT BEA ¥ B4 A adzelw, % 59t S (inplane) 2 %4 (out-of-plane)
ol uhe A e,

T 5(a), & 5(b) & = 5(g)el vERd wpe} Zol, HAA] o 1 F 29 1EA SFES HIHE Holh-2
(face-on) W& 7AW, ol& M3l & SA Hth f3hs vepdth. =g, A n-n 235 34(010)
W77t 747t 1,614 2 1.65 A o 91x8k] SAw& (out-of-plane) 029 1-1 A% Az 77 3.91A
23.81AYE & 4 Sl

% 5(c), & 5(d) % T 5(g)oll YERd upel o], Al of 1 B 29 @A shHES Y 9%‘%&Hﬂ A
= #o] - (face-on) WaFo] FAFHE WA p-x A= 54(010) AL 1724 D 11.71A |, 1-71 7
= 7= 3.68A 2 3.68A 2 W3ees AL & <+ .

o)

TS, T 5(e), & 5(f) 2 & 5(g)ell YeRd uie} o], HIMAE H7bsta dA s A T-T
mm)maELmA*aLWAﬁznﬂr@%ﬂﬂ%Bﬁm&§3&mgitﬁ%%ﬂﬂ5ﬁ%

ofj
tot
i3

12
4
22
5

47 Ane o, A% 20049 FBYF) 4ol FAUFout-of-plane) 229 1-x HFAYE WA
FaA7I olg Fal A% 44 54 nrh AL S Aee & & odvh wd, A4 o 19 284 533
B ol 44 o 29 DA FFE) non AFALI Ho}, Wak £F BAe] S5l o]B Fal wrk ke
FAWE TS Uehis o oga,

<29 o 5> f7) BHFAA BT (4)

A% o 309 gol, AA o 3% 4o ol ARE F7] BFAA fg~ FAWG Ggol A we A%

3 Al
FAAENE 1:1.59 THHZ E38ta, 1% (N H7FAE Hristar, 110TCoA 58 dA2E A 49)
o] f7] IR FEAATe il AAVE B43517] ot 9AE 54 " 7 (atomic force microscopy, AFM)
S o)g3te] W BAE FIYsien, 11 AAE = 69 YERUAT.

T 6o vERd dke} o], AA] of 3 W 59 FFAGTL vlg A AL ¢ F e, RMS(root-mean-
square) AAZI7F 22k 0.78 2 2.0lnmE, AA] o 3 thy] AA AZR7] grol B} F& & F
ATk, BT} Z RMS AR7] @ AEE, ¥W FF SOl g3 ez, By AASEHAY] i Hew B $
Row | o= HAA o 49 BFHA Y M FF

il

wd, d
2}

EFERR) PHoR Axw AA o 59 f7] BMFAA 548 Hrtetar, 2 AHE = 8 WA 10 o et
b

=8 W TRAYYE olfate] EAT deddY THE =4 9 Axd FE4FY FAE vehd 19
solty, ojw, GWMAT FHE Tdo] A2 FF, FAHE e V] 54 FF o e wA S
go] olel9] Sz WA (allometric equation)ell 93l gt& Abatqivt

% 9% A4 o 59 #47] BRAAe] FRAFe) FAS Delete] PAVR EH(PE)S AT F, olF Hla

SERERIEE RS

5 9o YERd mkel 2ol 202nm WA 299nme] F71(25.6 WA] 44.9 (pg/cmz)%ﬁ’/]ﬂ]/\i 9.01% o] e=2, 25.61

g/em ol 9.63%% 7 = BAWME TH(PCE)O] UEES oF 4 gtk ®a, 354am(57.7 pg/en)7HA
8.49%7+A FH A3t F&(PCE)o] A F719S & S Ut}
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Energy level (eV)
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—v—PBF-QxF 01f ¥ v PBF-QxF (0.=0.96) 4
0.01 0.1 1 1 10 100
Ve (V) Light intensity (mW cm)
zH5
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k1
N
N

. ; ‘Coating/Direction —

‘Hot Coating Bed

=48
Total Thickness®  Thickness®
(ng/cm?) (nm) (nm)*
e 57.69 35426 356.09
350F ——  y=23.18849"x"67° x}
- A 51.28 330.54 32893
£ 300} /.}/
£ o }/J( 4487 299.42 30063
w
@ 200[ %/ 38.46 267.32 270.99
£ sl v 32.05 24912 23967
(2] i
E 10l 25.64 202.01 206.22
50 F P 19.23 NAE 169.89
) S S A S E I S 12.82 NAb 129.29
0 5 10 15 20 25 30 35 40 45 50 55 60
b
Total (pglcmZ) 6.41 NA! 81.06

*Measured by surface profiler

ENot applicable for surface profiler (The thin film on flexible
can be easily damaged during the )

“Predicted thickness given by Allometric equation
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Thickness (nm)
B 100 150 200 250 300 350
ol _— e &
sl : gl %
7l ) :
m 5 W [
8 4t :
3F
2+
1 ] !
0 o -

5.8 12.2 18.6 25.0 31.4 37.8 44.2 50.6 57.1
Total (ug/cm?)

)
[

—o— PBF-QxF:Y6

Curre.nt dgnsity (mA cm??)
> N & &

)
(=]
T

0.0 02 04 0.6 0.8
Voltage (V)

=
)

_26_

ZIHSd 10-2022-0022731



ZIHSd 10-2022-0022731

6.41 jtg/em? ft‘ﬂ.g:z;p‘g/;mz V‘-‘V

= -

19.2:{ ug‘/:mz_ . '

o
500°%m RMS=1.75 nm

25.64.0g/cm? s s

U sz gm
= 7

12.82 pg/em? 19.23 pg/cm?

3846 Hg/em?

44.87 ug/cm? - 151.28 pg/em? 57.69 pg/cm?
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