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1>

st7] [WF&-2]l 119 gt AAdetgon, FAdE mEA thE B BAL gel permeation chromatography

(GPO)E Zdl gelsidlon, mixtel 4ls) 3 E4& 2EEF (cyclic voltammetry, Model

EA161eDAQ) S  AFE3}e]  ZFAESGH.  dalzd gdozgE=  AAE  (freshly dried) oHAEYo|EZY
rile) 59 0.10 M HEZGH ol g ANZFo2EAHolE (BulNPFy) S AH&3F3th. Ag/AgCl 2 Pt

sfolo] AFE 27t FEAF 9 FAFoE A8STH A7 FEE 100 mV/s olTh,

(acetonitri

y Pl(x=1y=0)

P2 (x=0.75 y =0.25)
P3(x=0.5y=0.5)
P4 (x=0.25y =0.75)
P5(x=0,y=1)

A7) (W4 119 1 (181 mg, 0.2 mmol), WA 2 (45.0 mg, 0.15 mmol)3} @A) 3 (15.0 mg, 0.05 mmol)E
20 mLo] 517 2 nLeo] tolHExzFolufol e =T, AxH SAS FAh o= XFstHA 30 3
HkSA k. Pdo(dba)s (9.2 mg, 2 mol%)X} P(o-tolyl)s (12.2 mg, 8 mol%)S HF-S7]o] YWols=a, 100 C=E 714

= oxhlet) F&& %3lo], Weke, s, FR2RIES 53
NF& FHoA TAZ 84 99 &=

ShaL 2417 Fob abelglh. wbevE Ao R Asal, HEhEe] vheE
of As s
)

ne

93, 24.9 kDa<] PDI 2.69E& GPCE E3A] ;‘ﬂé}?iﬂr.

F4d 2 AL FFTHA P39 FA

A7 [HFg-2] 119 1 (181 mg, 0.2 mmol), ©&A] 2 (30.0 mg, 0.10 mmol)3} @A 3 (77.0 mg, 0.10 mmol)E
20 mLe] EF4 2 nLo] trolHEEFolrto]=e] H4ith. Alxd §HS Ak ZUoE XFeEHA] 30 £3F 1L
HkaFAth. Pdy(dba)s (9.2 mg, 2 mol%) 3 Plo-tolyl)s (12.2 mg, 8 mol%)S wWFS7|d] PolFa, 100 TR 714

BhaL 24417F Eo wkElQit), whe|E AL ow A3al, wErgd vkES W Hrlele] IAES 53
Foll, &A% (soxhlet) FF& E3dto], A= wgks, I, SRZISFS 53
OJFE HoA uAR 83 %Y FEE UL, 24.4 kDao] PDI 3.528 GPCE EsA F<lelelt).

dAd 3 4D FFFA P49 A

A7) [‘{%Q 1191 1 (181 mg, 0.2 mmol), @A 2 (15.0 mg, 0.05 mmol)¥} @A 3 (115.0 mg, 0.15 mmol)
d¥ 2 mLe] tolwExFolrto]l=e =9, Az §HS A4 FHoR XEHA 30 &1
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WRrErATE. Pdy(dba)s (9.2 mg, 2 mol%)ZF Plo-tolyl)s (12.2 mg, 8 mol%)& Wr3-7]o] WolFi, 100 CTE 7}
A3l 24417 FoF WSSt WS Ao AE]al, wghgd BhEES HAE] HUlste] AHES 75
gk Fof, 42 (soxhlet) FES S3to], AHUE vgE, A, FERIES T FANAG. HT SEE
& T H2A AAR 86 %9 &R AAUL, 22.9 kDa®] PDI 2.84% GPCE E3A ATt

AAd 1 WA 3 @ B @y wE A FFEAY ITICE ol &% H-E& W (non-fullerene) F71EHFAA
A=z

7)ok 22 A 9 F2E ZhE non—fullerene F7IEIGAAE A 23T
A& 4 AbstE (ITO) / Zn0O (30 nm) / & o] w2 A F5FA &2 (P2, P3, P4):ITIC (85 ~ 95
nm) / MoO; (10 nm) / Ag (100 nm)

[ITIC]

° 2 A3 1T0 e 28 Edo] 7Zn0 whehS 2¥]a, 7Zn0 5 200 CollAd 1 Az F¢ 94
g3k Zo, &} HIAZ H7lekA & AR FEEAA i B o] wE MY 32FA mExtet ITIC
3] g3l 7n0 = Yo F4Z(0.04 anf) o2 AZFATE. 2 o] 10 nmY] Mo0; = 2 100

el AlE#HOIE (Oriel, 1000W)°] <ls & g% AM 1.5G (100 mW/cr)] Z™eolAl, Keithley 2400 &2~ WEE
ARgste] AR WE-HY (1) 5AS SASNT. aHe F AEe oA Oriel) 9] AM 1.5 7]k ZE
(Air Mass Filter)E o]&3sla Qo wetde TA % ZE(neutral density filter)E AFE3Fe] Hlo A
715 243k, PSColl Z2AME 9AE Al7le BAE By 34 39 v E (Spectra Physics, Model 404) & =

A9l

AA 4 WA 9 ¢ B dge] mE A FFEAL ITICE ©]87 H|-E2A(non-fullerene) +7]18)Fd=]<]
Az
471 AAlel 1 WA 33 divstke] &l H7EAIRI DIO, DPE S5 #7bek 313, 7] @45 disiA thde &
&= HSelA ofd @ Ae ALlstars A7) AAld 1 WA 33 3 W os Azl

g7 Al 1 WA 9ol A skr] [ 1]el FAA R YER It

¥ 1
T fu] A 7}A (Solvent Additive) oJd® 2% (Annealing Temp.)
AAld 1 (P2) -
Ao 4 (P2) - 140 C
AAld 5 (P2) 0.25% DPE 140 C
Ao 2 (P3) - -
AAld 6 (P3) - 140 C
A Ao 7 (P3) 0.25% DIO 140 C
AAld 3 (P4) - -
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2 Ao 8 (P4) - 140 C
A Ao 9 (P4) 0.25% DIO 140 C

g
(1) = o] AAjeel mel g5 el g5aAe] e 545 FAsigien, 7] & 18 & W] A
ool mhe el FEeAe FREIE & B o] WW-vis F5 SFEHo|T

Zol, A FFHA P2 WA Pde w4k W dsfols FawE (ZH7F 523, 559

o}
of sg3t= BDD &Ado] F7hstell uhel A4 Holrt dojds & 4 glon, &9
T 2F9EHLE HA Ho|rt ¢ Wol dojyit},

w3, 7] [E 2] B odgo wE P1 WA P5 E3AY EZ, #FEF, Ar|sietr EAS yed
3z wiute] 3 whe RS zbzk 1,98, 1.87, 1.83, 1.82 % 1.80 eVeoli, <A BDD

=, P1 WA P5 S§A A, ok A} WA NT @91}, 28 dx wAIQl BDD ©9E 747t 2dFgoaHn &
o] w2 A FEEA S5 2FEF] HAE folai 24T F A & F 3
* 2
T (M, PDI Absorption (nm) N cut-of f E, By Energy levels (eV)
(kDa) solution film (nm) (eV) ) HOMO LUMO
P1 26.7 2.52 504 539 625 1.98 0.99 -5.42 -3.44
P2 24.9 2.69 523 569 664 1.87 0.95 -5.38 -3.51
P3 24.4 3.52 559 574 677 1.83 0.94 -5.37 -3.54
P4 22.9 2.84 575 616 681 1.82 0.94 -5.37 -3.55
P5 20.5 4.13 613 623 687 1.80 0.91 -5.34 -3.54
M, FEHT EAZF

PDI (Poly dispersity index) : TRHZARR| 4=
HOMO (highest occupied molecular orbital) : HidF EAAE
LUMO (lowest unoccupied molecular orbital) : HAHAF EXH=

B, : Wvis B9 28Egow 249 oz ey

Epx @ A 4kl A9

(2) P1 WA P5 F¢AI9] olux] tholoja®lg sl7] = 20 YefR e, A7) [E 2]oA R nief o],
Y= P5 ZE3A9 MA Akst A9 (Ep)E 0.99, 0.95, 0.94, 0.94 2 0.91 Volx, o]d] th<dtE HOMO 53
Z}7} -5.42, -5.38, -5.37, -5.37 ¥ -5.34 eVolt}. HOMO =9} 48t wi= oA AXE LU0 9= z+z
P1 U)%] P59 thsl -3.44, -3.51, -3.54, -3.55 & 3.54 eVo|t},

BOD §H ¥ Lgo] F7hehel wWel, HOWO @ LUN0E A7t 4% % sFom olEa s e
Aol stolzlth, ol FEA FxoIA TS BID DS Aol FFA AUA FAE 2HT F AL B
Fr, #7] = 2004 IT1C) oA Az v FEA) oA AW we, X owye] me FYA g
ITIC Abolol 4] el o] 2% st olFe] 7H5ae ¢

S
i
Y
=
oo
ol

WA 99 gl mE Al T dAlek ITICE ©]&3 Hl-Z2 dl(non-fullerene) 7]}
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# 3
T Solvent Anneal ing Ve Jse FF PCE
Additive Temp. W) (mA/crt) (%) (%)
AAe] 1 (P2) - 0.95 15.76 59.76 8.95
2 Ao 4 (P2) - 140 C 0.94 16.09 63.28 9.57
AX e 5 (P2) 0.25% DPE 140 C 0.93 16.25 63.66 9.62
AAld 2 (P3) - - 0.94 17.18 63.52 10.26
2x e 6 (P3) - 140 C 0.91 17.49 66.53 10.59
A 7 (P3) 0.25% DIO 140 C 0.92 17.22 69.56 11.02
Ao 3 (P4) - - 0.90 17.19 61.77 9.56
Ao 8 (P4) - 140 C 0.89 15.93 67.63 9.59
AX e 9 (P4) 0.25% DIO 140 C 0.87 16.52 62.07 8.92
2 ool wE A9 FFEA 716k @ PSC (HAlel 1 WA 3)E 0.9 mA o)Akl HlwAd = i 32 A
(V) 2 15 mA/ent o] Aol JHE 3 (Jeo) & 274 Yepdidlew, 183 BID @] x/4do] &

37 AF 2x 7}
Zhghe whel, V.= 0.95 VoAl 0.90 V2 AxH o= Zasiglon, o= 317] & 20 YeRd ufel o] F3x|
o] HOMO 4~<=¥} ITICS] LUMO <= Alole] Apele} # dX|sfar, P2 A P4 7]¥F o= PSCE 8.95 ~ 10.26 %=

AAe 2 (P3¢ ITIC, 1 : 1 wt & & A7HAY Hxe dxg 74 glo
94 Vo] =2 V. ¥ 17.18 mA/ar?] J.., 2 10.26 %9 =2 PCEE YEhed, ol 54 335 729 &

A2l glol & H7kAlE A7behAl @2 v-EH | e Xl Bad gk el M w2 Aol

B F71EFAR] b vlad A, 29w wE A9 FTEA ALE7F obd, P13 P5
3 ¢ &3 (P1:P5:ITIC) FE 78k PSCE 817] = 39 (¢) 2 (d)elA BE

Hox dobe 4% et
olelgt Aol A AT 4 ol vhsl gol, A3 WA Wl (AT EW, DO s EAR dste], Bl W
Bl GE A BERAT BB AAN) DI, P5E 2L A ERES 018 240 AR Aol U5
g8,

ggoz odam FAES AL DI0S &u)l HA7MAES H71et P3 7uk PSCe] Aol disiA] el Az,
0.25 % DIOS] P3 : ITIC®t 140 CollA 10 9] & oJd™kS 3] Ho) 11 %9 PCE S dgen, p2 @ ITIC
2 P4 : ITICE 0.25 5% % DIO 140 CollA 9] Al Z12F 9.62 %9} 9.56 %2 PCEE A7) [® 3] #
TS 3 2oA, P3 A FFEAIE HF $48 ez SAFHA.

=
= —_ h=4
%@@%quuwwgmwg¢%ﬂ%&ﬂgiw

(4) & 2ol & A A ITIC-7I8E PSC] o7 A+ &8 (EQE) AFEHS &7] = 39 (b)ol]l et

T aAE 7R 3eA 239 kA & EEE WERY, @”‘3%01 agHow IANES
ki, ®RE, 500 ~ 700 nm Hele] & EQE gk 2 wHel whE kel ¥

Qg AHolal, 53|, & bandgap@ 3+ bandgap T MIWEE %=y (donor
B2 F 7Eel 71918k oF 500-700 nmell A1 o] ¥ EQE gho]l 1= AT,

o
N
52
=
(@)
[l
-
=2

(o]
:%
N

webA, 500 WA 700 nme] g WL B wE SAE N A1 Aety] Wi F 53 548 Asep)
A7) wg- feeit
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(5) &7 &= 4% E @go] mE PSCol et (a)E FAF 2LX () W F& A (V) 54 Apola
(b) o Z7el el PSCe J-V FHolar, Ho ANE A £5 (Gu)T FTE A (V)2 Wkl e} 3
AF 9% (Jph)Z AAAT. Gu 2 W82 Vo = dGuE AHES A = o, o7 J, = 23 4
FAF EEelal, g AR Hstelw, L& PSCo &AF9 FA el

Bowo] wE P3:ITIC 716 PSCO Gy 2 Jo #H TF2 PSCY Gy B o #EUT 22 AL 4 5= 9o, o]
v 9 5 sk AxF wielw, o we A s AEelE AN oZM e AAE E a&
9 Azt Aol g4 BAFE Aol

(6) 8l7] &= 55 E g w2 Ak FEIAITIC ZEY ARM 2 TEM o)m A=A, Z+zF P1:ITIC (a, f),
P2:1TIC (b, g), P3:ITIC (¢, h), P4:ITIC (d, i), P5:ITIC (e, j) ot} (FAZo] &w H7tA ALR31A

0} o

L=l

%= 59 ZAlE wie} o] AR FEEAITIC (1 : 1) EA== Axd
02 0.4 nmEv e A AFE ARNE 2t 19 uAsigE AS 1y 3}

2 9y Y F5Ae 18R W2 A wdS WElste] mEA wiel A HLE GIAA,
ITIC7F 34 Ao WEYa 44 A 2

WS, TEN olvlA oA, PL W P5sh wlmstel ¥ Wit go] A9l FFTAL AL PSCF $4E 45 B3
e sad & vk

PL 9 P5E $iah: BUs BEI wlastel, pITIC SA= BEC) Wy Felt A4 FAskn o 27
A4 722 5o 9or, o TxE ARHY A £4 AYRA, EAA ANE BN, A5 B % FE

of wrt frelshh.

webd, PLW P5 e A7) AMAS e AU TFAS AEste] PSC AES nY AL 4

) BRA eI AZA AbE wlde] BEAds ERlsh] flste] A SF A ITIC BEC diete] o)A
AAF 7 XA b (grazing incidence wide-angle X ray scattering, GIWAXS)S F83tal, 3}7] & 62 2
L B P1 WA P5s} ITIC &3 FE2] (a) 2D GIWAXD H®, (b) FFe] We] Z=3dd, (o) W] =3}

= 25 we] kA (010) m-2©el v=el d WEels e Aw wEde® (100)
Szt AL Fod 4 gl wak, | wEke] (100) 3A ¥ WA Z (FWHM) S 3MT F29] &hfako]
b , =4 (Donor)dl WA A= SMT HES EQsd AE FHA
GrET D, BD Bele] £4e BhAH rigidity ¥ 7% A%
o] AAQs7} 2XHE AL & S A,
L 7] & oA e o], W ZEAYA g-1 ZE|FY 23 (010) IES
o] 34 74%% P13} P5 9= FE9] 3ld Aol A 718 ol A
13 PSCollA A&t AgolE 437 WgFoz olfsti= Aol st

T

o
rr
r>~
j&
po) o>“

als

LSk, P3IITIC ME2 45.75 A9 71 22 24 53 dolE 7IAH, P3ITICZF Yie/de] &
A IS & § Jar, o]#3 GIWAXD Aol A, HY FFTA A& 71 el Ad
o] EgoA & A4 AVE b= Aol 3T PSCE FEE 4 A St

Ach
s
4 %

2 o
o MY

s

ol
oft

(8) PSCel & 49 SA 25 A sty Qﬂﬁ}%zfﬂ, 3l7] &= 78 B odhyo] wpE pSC AT oAA
of that 4 (HH 1000A17F o) Ay} 9 ARM o]u]R] =24, (a, c-e)¥& P1-P5 PSC (F=Z=wlAl)olar, (b, f-
h)& 140 ColM ojddg= FE(0.25 % DIO) o= A|xH PSCO]B%, (¢, f)& PL:ITIC, (d, g) P3:ITIC ¥ (e,
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h) P5:ITICo]t}.

P1 WAl P5:ITIC 45 ®Hee zh= PSCOl PCEx= Hol 1000 Alzb ol &t %71 ke 96.5 %5
FA8 e, old mksto] DIO H7HAIE o] &3 A-ol= HE bgdel 160 Ak Aage elegint. £
DIO H7HAIE &3t 24352 1000 Az o] Fol W whola=vE o] SRAIE gl gelElon,
ool wkate] DIO H7HAIE o] 8atA &2 Ag-ol= #dd s FAskaL ti7] 23114 1000 A3t Fol%= &
HAZE YA k.

&gk, DIOZE #7Fe P3:ITIC PSColl tigte] #h& M-S gRlsty] Hste] PSC A5 A4 =% (AM 1.5 G 100
w/ent 29) FEZ FA5L Hes T2 SAH A, 37 = oA T & 9l nief o] BE
AR Ao 2 /AEANY F7kd wEl 7FAsHA R, DIOS FHFrekx @& P3:ITIC 718k PSC7F Bl $-4=31
g4 e

371 & 89 (b)elAl BE Hiel o] 0.25 % DIOE $fshe P3ITIC BFY & AEE 1 Al 2% $F9
%27] T %9 P3 (626 nmollA) 2 ITIC (696 nmell4)¢] 5= o] o]-i wolz ), o] DI0 H/MAE <lsl P3
ob ITIC 2ol 3o ag] Fx9 ®a7k 474 BAsly] wiolc),

w3, dAg 2 Ao ey wslel wwsly] 9l ARNS 533 Ay, DI0 T IEL 1 Azt 2 F
of e wolmEnE R SHAZS PAF, ¥wdo], DIOS A Fe ALodE B2 FHE 23 A
£S5 vepda, 1 A2 2% Fox SIAV BEEA Zdrt. oy AR HE 2 W wE P3ITIC
o] ZE AL wlg- St G A sk AYS o 4 U

A7Vl A A E vpe} o], E dwe wE A FFFA frEA= BDT, 3MT 2 BDDO 71xg AS 5RO
sfar, SNT B BDD @AlE SHA 2ol Hrbshal o k& 2AFoRA, s, 7] seb SA4E aabee
2 A F Jda, 53 [ g EA4S TS

53], P3:ITIC (1:1 wt %) FFES PSColA 0.95 VO] %2 T, R 17.18 mA/ar®] J. &2 10.26 %°] & PCES

Uehle, o= #dToR 533 A 0401 Ar"d = 502 Axd v-Ef# PSCAA M =2 @

olv, FHe] PIB7-Th:ITIC 7|7t L, el wE Al TS A A 719ke] PSC

FA = 1100 A7 weke] w3 A 54 104 & %73*301 Aoju, & el whEh A, bk
o

5
Ao F2 AN ¢ a8 2= PSCE AT 5

=g
R
12
(a) = —n |(b) 3 —_—p
s10 10 p—
o ] —
Eos g 08 i
'g g q e L1
gos 2 08/
m L |
E 0.4 g 044
Eoz E 0.2
= i | z |
0.0 +— —— - { 0.04+— ———————————]
300 400 500 GO0 TOO 800 300 400 500 600 700 BO0 900

Wavelength (nm) Wavelength (nm)
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k1
:
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Energy levels (eV)

1
(g
W

—
o
=

Current density (mA/cm’
b

£

A2

A6 -

-3.44 351 354 -3.55 -3.54

-5.42

-4.14
P1 P4

.5.38 -5.37 -5.37 -5.34 |

572

—a— P1UTIC
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«— PEATIC
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0.2 0.0 0.2 04 06 08 1.0 400 500 €00 700 800
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(<) " (d) ., _P1 028 08 o735 P3
— FIC
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: —e— PLPSITIC (0.5:0 5:1) 104 /'-ﬁ.,_ﬁ.
g 4 {—a— PP [0.75:0.25:1) - /'
i % —i— PENIC 5 " . N
g 12 g i) \\.
5 =16 — TerpolymerTIC
—l— Termary system (P4 PS5 @
02 00 02 04 0B 08 10 o= -~ ST
Vokltage (V) Terpalymer
Er
20
@ > (b)
f"" -
n AT E
o e
- ) E
e °* e E
i1 A ;
- €
44 -
- LJ - P2 E
v - P3 g
- » P4 =
: —Pl 3
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