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[0058] no

[0059] R R

[0060] R R

[0061] R R R R

[0062] R R R R L

[0064] R R R R R R

14

[0065] ®owgol o o2, A7) A9 o2 AAE s R WA R, 77, i, @27, 0-Cyp 2, C-Cy B
d 2 CCyp LFA0NA AeE 4= Qo). Ay E74L A =5 X3 7o, C-Cy; C—Cis; T C-Cy
dAU g ATk, A7) LAdS, A e BX EAdolH, CCyr CCisy EE CChp EALY F AU,

}71 SFAE CiCo; CiCis; BE C-Cipd] EFAIY 4= Urt.

o

0066] ¥ el A olZ, n W me, Z7H 1 UhA 1005 1 WA 50; i 1 A 109 AgolA e Aok 4
7] AR Aol A7) Al = AR ekl JA Aol weh AgHon Aguc, wEAsAE 4]
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H
fr

R R R R

6 8 11 13
(3714, R, R, R 2 R &, 717}, C5Cyp &M A8=, n @ ne, 742 1 X 109 AS5Y & U5
d 4= .
Eoubgo B odlyo)] o3k IES EeEtE A E] @I Aoz, B ouwel o AAdoe) wak, ] 24
B2, FAA FA ggHE; W) ggtE; 9 2 e o3 FE T 1% oS XEgste A8skAl oA
S I3 AR ol Edrd 4y S, 2 e B odgo)] o3 gFES AE3AE 2835
2 AYHIATE(PCE)E FA(EE, MNA)SIHA 4w dutolxe] A3 Ay 7AH EAAS AT &
AL, TEAF HFHA ] sl QFEHeE EA4S FRE 4 QY.
2 ool A AAjde wel, A7) EE2, 7] sk 12 ZAEE IEE T 1% oS x¥sta, AU
24E T 0 27 %% WA 30 TF% 0.1 52% WA 30 TH% 0.5 TF% WA 30 TF% EE 1 %0 U
A 25 THE EshE = vk AV WY el W kA 2 JAA Aol d4E HAYHAE AT
T Ak
Eoabgo] o Ao weh, Ay F FEES, B owe] vjERokllA HE e AL AR FA
oA glo] 48" = 9o, v A= FAA 7] IFRES 23t FAA F71(Conjugated donor)
olt}., E ol & o= A7) FAA F7H(Conjugated donor)E, FMA LB} FAA AR, EE o] &
S E3etE FAA FololH, FAHeR ) AV FAA mEA D AT FAA AEAE, 47, 8] WREHL
A G54, Zged F5A, Zo(Fde-add) SEA, ZgorAgd FEA, Z9E f54, ZEu)dat
HE F2A, Zgoldd f=A % ZoddAandd FEAZ o]FojR ol AEE Hojx i} o] A4S X
shstk 4= gt} vt AE A7 SRA FAE, BleHlA nEA FAoH, odE E9, PIB7((polyl[4,8-

[e]
bis[(2-ethylhexyl)oxylbenzo[1,2-b:4,5-b']dithiophene-2,6-diyl][3-fluoro-2-[(2-ethylhexyl)carbony!]
thieno[3,4-b]thiophenediyl]]), PTB7-Th((poly[4,8-bis(5-(2-ethylhexyl)thiophen-2-y1)benzol[1,2-b;4,5~
b']dithiophene-2,6-diyl-alt-(4-(2-ethylhexyl)-3-fluorothieno[3,4-b]thiophene-)-2-carboxylate-2-6-
diyl)1)), P3HT(poly(3-hexylthiophene)), PCPDTBT(Poly[2,1,3-benzothiadiazole-4,7-diyl[4,4-bis(2-
ethylhexyl)-4H-cyclopental2,1-b:3,4-b' ldithiophene-2,6-diyl]]), PBDB-T(poly[(2,6-(4,8-bis(5-(2-
ethylhexyl)thiophen-2-yl)-benzo[1,2-b:4,5-b']dithiophene))-alt-(5,5-(1',3"'-di-2-thienyl-50,70-bis(2-
ethylhexyl)benzo-[1',2'-c:4"',5'-c' ]dithiophene-4,8-dione))]) 9 PM6(poly[(2,6-(4,8-bis(5-(2-
ethylhexyl-3-fluoro)thiophen-2-yl)-benzol[1,2-h:4,5-b"' Idithiophene))-al/t-(5,5-(1",3'-di-2-thienyl-
5',7'-bis(2-ethylhexyl)benzo[1',2'-¢c:4" ,5'-¢' ]dithiophene-4,8-dione)]) & ©]Fojzl oA Meix: Z o]

= sht ol T3 5 Ak,

ool o dr A F7 gEe, A 2AE F 1 UA 50 SR

b

gea, 37

o

F w9l el

b
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ol A

2

C860Z o]F-°]
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=

dz, A Z84d&, €60, C70, C74, C76, C78, (82, (84, (720

o

[0074]

wul
=

R —C-Cyp 27—

€60, C70, C74, C76, C78, (82, (84, C720

o

R

F71<] shsha] 20 A
& (fullerene)

o

=

, 787) BkERA 20014 &

2l &l ZLo]ofEf ol A
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ol
—
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min
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=
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=
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H| g o] 2~ E =

HEo 2~H2[(6,6)-

=

W e 2[(6,6)-
w e 2~ H Z[(6,6)-phenyl-Cas~

=
=

=

(6,6)-3d-Cs~F-E] ol Al

L
L

A

(6,6)-'d-Cr=-El o A]
(6,6)-E] ol d-Co=F-EI H ol A

(6,6)-3'd-Coy=H-El ol ]

butyric acid methyl ester; Cg-PCBM])S.2 o]Fojzl o
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a

o

H

2 7
PCBM],
Cz~PCBM],
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=
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o
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= A
]

HAI
ester;

210
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—0-Ci=Ciz & -SHel A
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1]

3

0-Ci-Cyz ¢
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~

[(6,6)-phenyl-Cg—butyric

oli, R
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s AL 5 AT

2 e B oyl o3t SEES XEstE f7] BYdA e #e oz, B wgel o AAlde wE, A
71 71 BSEARA =, Al A5 A2 A55 2 A7 AL A5 2 37 A2 A5 Aleld d4H, A1 sigtE
= Holi s ol A4S X FEAHFT S EFse TEA HYAA| oIty B o] HMeE Hlojux e
oA 72 Fo 74 AR 2 ARTALS AV AF el o A A Adest 4 9l

Eodtgo] A o2 AGZ(inverted-type) FE] e AWM Y (conventional-type) FENS] 1E-A EjFH A o]
W, odyo]l HOE "ojux] e bW 2 T 4 AR 2 AXITALE AV A5 FEld uel 443
Agek 4 9l

2 oue] A o2 Y] @45, AV 7Y 9, f7] dr e AT el dAEa, Y] 452, 1 m
o]4F; 10 nm ©]%F; 50 nm WA 1000 nm; H=E 80 nm WX 150 mm¥ F ATh. dE Sof, A7) Hr] w2
F7] dahe ) B A AL s AAeES 2 AF3TSSS AW Fo1aks, steA Folekd
Ak glo] 484 4 Aok

= R -
staL, e FAA el A& 7hse A5 4 A
Z(Cw), =(Aw), WF(Pt), HERE(TI), &F=AD, UAND), A=23ZF(Zr), d(Fe), ¥7H0n) 2 w1y
FMg) o2 o]Folzl ToA MEEE Holk ol e EFe= AY F vk, A7) S A5, sl
54 (Indiun Tin Oxide; ITO), AFs}elFo}ed(Indium Zinc Oxide; 1Z0), AteelEZdEobd(Indium Gallium
Zinc Oxide; 1GZ0), AF3FAFEFA o} (Indium Tin Zinc Oxide; 1T720), ZEFES Ab3loldd (Ga-doped Zinc
Oxide; GZ0), <¢Fv|E=3d Aksloldd(Al-doped Zinc Oxide; AZ0), &A% 2Fet=X (F-doped Tin Oxide;
FT0), AtsteldF4 (Zine Tin Oxide; ZT0), AFsQIFEZE (Indium Gallium Oxide; IGO), ZnO-Gas:03;, ZnO-A;50s,

/51—7] /ﬂ—l"% Z

Sn0,~$b0: 0.2 olFol7 Tel A MesE Holw shtE T 5 gout, ool AR dech,
woanel 9 oz, 47 BYF Yol FENHEL U EFT & dh. 8 B, Ti, Zn, Sr, In, Ba, K,

Nb, Fe, Ta, W, Sa, Bi, Ni, Cu, Mo, Ce, Pt, Ag, Rh, Cr, V & o]59] x3lo=m o]Fojz Toji Ay Zof
= shve] F49 kstEolH, wrh pFAF o, AbsQlE (In;), 2FeF2(Sn0y), Atsholdd (Zn0), Absfolad

A (Zinc Tin Oxide), AFsbdH (Ga0;), AMSHZ="(W0;), AtstdFwlw, AStEebg, AMsubua(V,0;, V0.,
Vi07, V0o, Vi05) AbshEe] BollE (MoO; H3= Mo0,), AFsh7+2] (Copper(I1) Oxide: Cu0), AFsZA(Ni0), 2bsh
2] 45155 (Copper Aluminium Oxide:CAO, CuAlQ,), AtstoldZF (Zinc Rhodium Oxide: ZRO, ZnRh,0,), AFshd,
A5 (Crs), Absn] 23t~ 16GZ0(Indium—Gallium Zinc Oxide), Zr0, 59 < oy, olo] A3k ¥Hx| =

E]’. H]’\‘j/]:—zjlv‘s‘]'ﬂ]"i‘ MOOg, WOg, V205 ‘;l CI‘OsOE] ‘}l: 9}]\

®, 5] AAdE B dAs] 9% A9 B, 2wyl gl s AAdel #gsE AL ohiu,

(=7 1]
<
d NSSAOH . .
R R R 2
I\ I\ y & i Q s. IV s._ I\__s o]
o \SI s \SI A \SI % pyridine, piperidine N 2V evValeave 4
—_— A8 SN
R R 1,2-dichloroethane 1O gf R R ‘é OH
reflux, 12h
™ 5TRh-OH
R = n-octyl
R R,
s U N__s U\
N/ 8 \/jJ S
R
DCC, DMAP
0-DCB, 36h 5TRh-PCBM
AA 4
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(1) 5TRh-0H®] A

A7) ~7lel wel 5TRh-0HE A8k, Bt pFAHem, ¥=d-7ledd SamEed =1,
= ExAA) 29 (2, 3-(6-hydroxyhexyl)rhodamine) % #)d-Cs-5FEZ4H
ol x

AAF(Y. Liu, J. Zhou, X. Wan and Y. Chen, Tetrahedron 2009, 65,

5209-5215., C. Nitsche, V. N. Schreier, M. A. M. Behnam, A. Kumar, R. Bartenschlager and C. D.Klein,
J. Med. Chem. 2013, 56, 8389-8403, A. Labrunie, J. Gorenflot, M. Babics, 0. Aleveque, S. Dabos-
Seignon, A. H. Balawi, Z.Kan, M. Wohlfahrt, E. Levillain, P. Hudhomme, P. M. Beaujuge, F. Laquai, C.
Cabanetos and P. Blanchard, Chem. Mater. 2018, 30, 3474-3485.)¢] ulg} FAAEFAT. FD(1 oL,
Pyridine) % 3 #H2]9(0.1 nl, piperidine)ES ¥4 1,2-tJZ=Z=2EH(20 mL, 1,2-dichloroethane) %9 3}t
E(1)(0.5g, 0.54mmol) R 3HFE(2)¢] EFEo Hrbstar AHE EFES 12 AF &<k &7 stellA 7FL8HA
o W 8BS ARow YZAA|AL wgkEd] otk A EE uAE ofdeta wESE oW AlHE el
A7 A9 A2etE ] (2] CH,Ll./MeOH=98/2, v/v)Z AA 3k o]Fol, 5TRh-0H (0.7g, 95 H)E 44

oligothiophene core), 3-(6-3}]
(PCgiBA, phenyl-Cgi-butyric acid)<

A Az 5G9, HNR (500 Miz, CDCI3): & (ppm) 7.76 (s, 21), 7.14 (s, 2H), 7.11 (s, 2H), 7.11
(s, 2H), 4.11 (t, 4H), 3.65 (t, 8H), 2.81 (t, 4H), 1.74-1.66 (m, 16H), 1.41-1.27 (m, 48H), 0.86 (m,
12H); 13C NMR (125MHz, CDC13): & (ppm) 192.28, 167.58, 141.10, 140.50, 139.64, 137.46, 135.77,
135.10, 132.95, 132.23, 129.95, 126.43, 125.02, 120.39, 62.78, 44.64, 32.55, 31.9, 31.8, 30.6, 30.2,
29.56, 29.52, 29.47, 29.42, 29.40, 29.32, 29.26, 26.93, 26.46, 25.23, 22.69, 22.68, 14.13.

(2) 5TRh-PCBMS] 343

5TRh-PCBM2, 771 =3 14 wet FAdsiglen, Ho FAAHS=, 4-tudoln] =32 (DVAP, 4-
Dimethylaminopyridine)(0.135g, 1.1lmmol)E& o-T] & Z 2 W& (o-dichloromethane, o-DCB, 10mL) 2] 5TRh-
OH(0.3g, 0.22mmol), PCsBA(0.499g, 0.56mmol) 2 1,3-tiA|EF=2d27I2H  t]oju|=—4-t]Hgoln| =31

(DCC, 1,3-dicyclohexylcarbodiimide-4-dimethylaminopyridine (DCC))(0.230g, 1.1lmmol)el H7}sksich. A
e ZF=S 36 AR B9t Aol A agksigltt. whg S wEkE 200 mlol il AER IAE oHEta v
e A, §Ydor FREIXES AMESHe AUt A4 IEnEadfdE i gAE oS A
a1 A 5TRh-PCBM (0.18g, 40.8 %)& & 533}, 1H NMR (500 MHz, CDC13): & (ppm) 7.92 (m, 4H), 7.76 (s,
2H), 7.54 (m, 4H), 7.48 (m, 2H), 7.22 (s, 2H), 7.15 (s, 2H), 7.11 (s, 2H), 4.09 (m, 8H), 2.91 (m, 4H),
2.81 (m, 8H), 2.52 (m, 4H), 2.18 (m, 4H), 1.70 (br, 16H), 1.40-1.25 (br, 48), 0.86 (m,12H); 13C NMR
(125 MHz, CDCI3): & (ppm) 192.22, 173.12, 167.49, 148.83, 147.81, 145.84, 145.16, 145.12, 145.08,
144.99, 144.75, 144.66, 144.63, 144.46, 144.39, 143.98, 143.73, 143.10, 142.99, 142.95, 192.94,
142.89, 142.87, 142.21, 142.15, 142.09, 141.18, 140.96, 140.71, 140.57, 139.70, 138.05, 137.54,
137.52, 136.78, 135.81, 135.21, 132.99, 132.30, 132.13, 130.00, 128.43, 128.24, 126.53, 125.16,
120.41, 79.88, 64.57, 51.89, 44.58, 34.20, 33.65, 31.93, 31.90, 30.62, 30.30, 29.68, 29.54, 29.51,
29.43, 29.41, 29.34, 29.29, 28.42, 26.90, 26.35, 25.69, 22.71, 22.70, 22.48, 14.16.

k

(3) BHJ(bulk-heterojunction)-PSCe A&

PSCE  ITO/PEDOT:PSS(AI14083)/8%3 % (P3HT:PCe:BM) /Al 739 conventional-type Tl®}ol~ W ITO/Zn0/ &A=
(PTB7-Th:PC71BM) H=* (PBDB-T:PC71BM)/MoOs/Ag -39 inverted-type 739 tulo]~=z AZESATE. AA,
ITO(indium tin oxide)® ZBIH 7|5 AA|, olAE, o4 W o]lAxad AFZ(IPA)NA 2+ 208

oF 253k AgEAq. o]ojA, ITO 7]#e] UV & Z2=nt Ag= 168 F9F 35U}, conventional-
type®] PSCY 749, PEDOT:PSS(AI4083)+% 0.2 um PTFE FHE %&) ZEHHFH 1, 40% 5<F 3000 rpme2 ITO
Ao =3 ZEES 3 F F7] BE97)olA 165 TollA 208 HF dojd=algitt. th&o i tlupo]lAE Npe-A

AR ZHE Gdx Y72 olFHUrt. FEEWAIY P3HT:PCoBM(Z&H]= 1:0.8 =F 7]5)9 &3 &M (blend
solution)< 23} A4 (compatibilizer)® 5TRh- PCBM/] SHE(Owt%, 10wt%, 20wt%)S CFoFskAl A Zskdct. 85
TCeoll = %EL o0 PEDOT:PSSol 4] 60 % E<F 1250 rpme.® AW AH ST, AT o] £33 o]xof |
[PAS o] &3 SA= ] oJd =) (SVA, solvent vapor annealing)o] 204 &<F &=},

ooz AlL 3x10 ¢ torr 3FlA 100 mmd) FAE bR AR A=

o

24 dxog FwET. inverted-type
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[0105]
[0106]

[0107]

[0108]

[0109]
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tulo] 2] HLof, Zn0 T2 sol-gel FHORE FH|HI, =, 75 2-WEA o g (CH;0CHCH0H,> 99.8%,
15mL) wWellAl oA olMEHO|E  Y3le] =d o] E((CH,C0)2Zn(H:0)2, 99.9%, 1.5g) L ol gh-&-o}7l (HOCH,CHNH,,

99.5%, 0.405 mL)& 24 A7+ o]A FoF mwksle] g A|7]aL, ZheEaf a2 (hydrolysis reaction) 2 ol o]
(aging) & A8 TE. Zn0 AL IT0 7] Aol 4000 rpme.2 40 %= %<k 2% 7€ Ho] 30 nm F712 Zn0
& AAdsta, 215 TolA 208 &<t 37 22 & o]d™ (thermal annealing)stSitt. HEo] EA g% o]
Fof, fulolAE N-AYW ZEB whx Y& HAMAT. PIB7-Th:PC7IBM(1:1.5 53 7]5)9 Ed= g,
Z22WA(FE F5: 25 mg/mL)e 5 vole & H7FAE 1,8-t] 9. %=2EH(DI0, 1,8-diiodooctane)?] 5 vol%e} &+
| 95 C rZ#olEoA nwkE a1, 2000 rpmol A 60 % &<t 1T0/Zn0 7133 AellA] 23 AA2"dATt. 3 vol%b
DIO A 7FA$} &7 o-DCB(total concentration: 20 mg/mL) WollAl PBDB-T:PC71BM (1:1 by weight)9] Ed= &
Mo 90 TollA wwrEar, 60 % F<F 2000 rpme.2 2~ FHEAJC, wpxjgto 2 10 nm FA12] MoO; ¥ 120

)
o

mm FAC] AgE A ZwS Abgete] 2o AT AEOA ZHETH. tubolxe] @4 e 0.164 en o]t}

AL Hlwaly] YA, thekst deke] TRh—PCBM(i, 0 to 20 wt%) S 2zt PIB7-Th:PC71BM PSC 2 PBDB-
T:PC71BM PSCe] PCEx=, N, AH F2HHb2~ Yo A theket AZE B3t 80 TolA ojdy o=z g AEHGT.
P3HT:PCoiBM PSCO] ZA5-ol, ofd®g& d3tE 7FHstshr] flsiA 150 T 1 2 2=dA 3=, Bl

BT 2¥-AgHa, fuatolas dF WelA A s AAS] flsiA 2 ARk ol Tk w2 ¢

e

(<10 Torr) atelA BHH AL}

g7 AEL

)

L
-

o,
—~
—~
o

—
(0]
(e

Z2F ool Ny 917104 thek AlzE Et 71E
and PBDB-T:PC;BM PSCs and at 150 ° for the P3HT:PCyBM PSC)E AT, o= A=z A% Astet 2o 4=
o e (EEZ7], morphology)2] & <A & ThE Axle] oGS wjAIsA .

° for the PTB7-Th:PC;BM

=]
T

A5

PCsiBM  (PC;iBM) (Phenyl-Cs; (or C71)-butyric acid methyl ester, and regio-regular (>99%)) % P3HT

(poly(3-hexylthiophene-2,5-diyl))+=, ZZF, “Nano-C” 2 “TCI” oA TFY3+sc}. PTB7-Th(polyl[4,8-
bis(5—(2—ethy1hexy1)thiophen—Z—yI)benzo[l,Z—b;4,5—b']dithiophene—Z,6—d1y1—a1t—((4—(2—ethy1hexy1)—3—
fluorothienol3,4-b]thiophene-)-2-carboxylate-2-6-diyl) ] e PBDB-T(poly[(2,6-(4,8- bis(5-(2-

ethylhexyl)thiophen-2-yl)-benzol[1,2-b:4,5-b"']dithiophene))-alt-(5,5-(1',3"'-di-2-thienyl-5",7'-bis(2-
ethylhexyl)benzo-[1',2'-c:4',5'-c']dithiophene-4,8-dione))]) = Z+z+ “l1-Materials” oA T3} c}.

(4) 5474
DCB B]AE (Double cantilever beam)

DCB Bl2=Eo 23k PSCo A (fracture toughness) A ¢34, ITO glass/Active layer/Au 732 Al
ol AxHATE. 25 om < 25 am AAAE HES 8 mn X 25 mm AV|E AdE o] Fol Au FE]
A=A, FLS 110 F2 7132 ol A (Epo-Tek 353ND, Epoxy Technology)E AH&3te] 1T0 f2l 713 4
of gl FHHATE. ~25 TH ~30% RHAA F3 Fefell A fe] Abe]o] o FAl= 72 A FF st At

Sow, nAHU-wo]|mT=Z7|A] HAE A2~ (Delaminator Adhesion Test System, DTS Company, Menlo
Park, USA)E o]&staL, Wiz 29 B Ag29 slolA st5-#9] vlo]H (load-displacement)E 71538k, &
g oy g AXEFY.  ZF a(debonded length)oll w3 A W3 oyx] W&EEHE(critical strain
energy release rate, Gc) #h< 31719 2lo2 AXE AL,

(4]

_ 12P2a? < 0.64h)2

€ E'B2h3 a

1
CE'Bh3\3
a= — 0.64h
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[0115]
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ZIHSd 10-2022-0133625

o714 C= A| 4 £5(d6/dp, specimen compliance), §%& W £ Weloln, pi= #d A T 3t

Hashs dA Fstelw, E IT0 §2 7|9 (= 76 GPa), B= T Z(=8m)o|™ s= Z+ TE

EA BA A= & 1 A & 89 YERAT. T ladlA] AA 4] EdA= A" AL A} Eu (PSHT,
PTB7-Th, PBDB-T), <141E](PCsBM 2 PC;BM) 2 5TRh-PCBM &34 4} #+%25 YeldA SR A-D-A E}o]d]
=8 AFAHSTRh-PCBM) &= 22| #HA-Z207 7]4F 39 (oligothiophene-rhodanine-based core) % Leho]
T e E¥d fFEAE xseltt. STRh-OHEAME, =3 194 3IstE (1) 2 (2) 3Fe]  “Knoevenagel
condensation” T % 76 %) FEE A &)t DCC(1,3-dicyclohexylcarbodiimide—4-
dimethylaminopyridine) 2 DMAP(4-dimethylaminopyridine)®} €74 5TRh-OH 2 PCsBAY “Steglich
esterification” FHSZ 41%9] &2 AR, F /19 YA Wd7]= PCoBM/PC,BMS} W] FF 5=}
g3, & e F(oligothiophene) FolE A A528(F, BA= FEA 1-E2FAEH nEA
LU n-n A5Ae 2 wkdEwks 3]). 5TRh-PCBME BHI E-dl=oA Ag3pAz 2807 D/A °1EM1°1
o $Jx3kc}. w3, 5TRh-PCBME TGA #A1olA N, E¢17] oA 390 CollA g8 &% (T,, decomposition
temperature)E YERJO] -3 I3 otAHA S zk=t).

L 1bollA UV-vise] &5 I ERlolx 4&3kAl 5TRh-PCBNE= F7He] & ¥3
5TRh Fojo] 93+ Aolal, 400 nm ©]3}e] 73 &4 A= PCBM 2t 7)o o
HOMO: 5TRh Fojoll S33FS Wkl LIMOE PCoBM Zeh7lo] J3ks whe 7o)

it

YehRa, 520 nm ¥ 2E
Aotk oA #Hlo]A
, H-ZF A ER, Aste
A7} FH 5IRh Zojoll Al Aeta, FYe A FF PCBI HolojElo] A whAEly] ot Z, 5TRh-PCBM

AEetAE 3R BEAEE A Y3 F-shla" ) 22 A3 AR rlsez 2Hge 4= 9la, 5TRh-PCBM
o] o]F 7l%5L fulelx F& % ek kXS BF AL = Q.

o

o
I

PTB7-Th:PC;BM  PSC(Zn0O/PTB7-Th:PC;BM/Mo0s/Ag) , PBDBT:PC;:BM  PSC(ITO/Zn0/PBDB-T:PC;BM/Mo0;/Ag)
P3HT:PCs:BM PSC (ITO/poly(3,4-ethylenedioxythiophene):polystyrene sulfonate(PEDOT:PSS)/P3HT:PCsBM/AL)

oAl AM 1.5G ZAF(100 mW cmfZ) Al theket sheFe] STRh-PCBM 738311} PTB7-Th:PC,BM, PBDB-T:PC;BM

)

P3HT:PCoBM = A 2H A Bk x] SO, dEdF 4=, 98, PCE)Y SAHZYE 2 1 2 &
29 YERISIT.

=2 %W 3 194 5 wth 2 10 wt% 5TRh-PCBMelA] Tlufol A~ A%o] A538A =713 AS Qﬂf‘g T ATt
PTB7-Th:PC71BM:5TRh-PCBM E# =% 5TRh-PCBM H7F A BT} 10.09 %(5 wt% 5TRh-PCBM) 2 9.72 % (10 wt%

5TRh-PCBM) 2] ¥ =2 PCE %;EE e ATk, Jsc = 5TRh-PCBMO 9]3t 3 &4 F7l=2 Qlsle] 17.88 =+
0.12014 18.63 + 0.04(5 wt% 5TRh-PCBM) 2 18.91 + 0.23 mA cm (10 wt% 5TRh-PCBM) 2 ShotabnAl Z7}ab9l

t}. Z7}%l Jscx EQE(external quantum efficiency)ollA] thr] &eldk 4= 9o EQE A~FEZHL 300-400 nm
- FE54 948 Yea 9ld.

il [e) = 7L=] 5
2 500-600 nme] W HE WellA Z7}skar, 5TRh-PCBMel| ¢33+ 7he
(& 1]
System 5TRh-PCBM (wt%) Voe (V) Jse (MA ecm™?) Cal /o (mA cm™?) FF PCEmax (PCEqyg)” (%)
P'l'B7-l‘h:l’C7,l}M w/o 0.78 £ 0.01 17.88 £ 0.12 17.96 0.66 £+ 0.01 9.37 {9.3[) + 0.09jh
5 0.79 £ 0.01 18.63 £ 0.04 18.68 0.67 + 0.01 10.09 (9.94 £ 0.14)°
10 0.79 + 0.01 18.91 + 0.23 18.81 0.64 + 0.01 9.72 (9.43 + 0.28)"
PBDB-T:PC;, BM w/o 0.85 + 0.01 12.69 + 0.08 — 0.67 %+ 0.01 7.39 (7.33 £ 0.09)
5 0.86 + 0.01 12.95 + 0.30 — 0.67 + 0.01 7.50 (7.39 £ 0.11)
10 0.86 % 0.01 13.01 + 0.19 - 0.64 + 0.01 7.25 (7.14 £ 0.09)
P3HT:PC,, BM w/o 0.60 + 0.01 9.06 + 0.17 — 0.59 + 0.01 3.34 (3.24 + 0.06)
10 0.61 + 0.01 9.39 + 0.28 — 0.61 + 0.01 3.51 (3.36 + 0.11)
20 0.61 + 0.01 9.21 £ 0.37 — 0.61 + 0.01 3.45 (3.37 £ 0.07)

“ Average values and standard deviations were derived from more than 10 devices. ” PCEs with light trapper.

;B oo o A de] ule}, 5TRh-PCBM &+ wW3lo] w2 (a) PBDB-T:PCBM 2 (b) P3HT:PCsBMS] J-V
IS Yed Aew | & 39 J-V A4 PBDB-T:PCHBM @ P3HT:PCqBM Edl= A Ao A PCEE AH 3
98 YERa 3, o]i= 5TRh-PCBM M7= Qlste] theksh PSC Al2=8le] PCEA] 3440 F3S mA &= 2

o
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% 49] 5TRh-PCBM #7}ell <8 pSCe]l A& <rgAde Hrisk Aoz theksk 5TRh-PCBM &8 (0 wt% WA 10
wt%)E Z 338l PTB7-Th:PC;BM 2 PBDBT:PC,BM PSCellA PCEE Np-A 97 SF2H ¥kx Yo A thekst A7k 2+

A A 80 CTE FEL od= 39, P3HT:PCyBM PSCE 150 TollAl ol d & algitt.

5 49 (a)ollA PIB7-Th:PC;BM ©]Ad% X 2~®l(5TRh-PCBMS Z&alx] €8)el PCE(80 C 2 120 h B¢k ojd
)= Z27] PCEI ®lEte] 6 1% A% 745 v). Wk 5TRh-PCBME £ &3} PIB7-Th:PC,BM tlulol2:= &

A3t ojds 7 o]F o 53 IAA FAS YEl k. 5 wth 2 10 wt%e] 5TRh-PCBMZ %Zt+= PIB7-
Th:PC;BMe] PCEE w@x] Z+zF 31 % 2 16 % A% #2890, = 49 (b) 2 (¢)ol4] PBDB-T:PC,BM 2

P3HT:PCeBM T]H}o] 2= S5TRh-PCBMC] #H7tol whel &4 <tAdo] 7idd ZE& Hojwrh., 20 wt%e 5TRh-PCBME
Zb= P3HT:PCqBMS] PCEE 120 h o]d® o]%of 6 %4k 7+A43ta, 150 T U ¥ ofdd o|Fox fFAFSIA|NE,
P3HT:PCsBM o] EAEE FYU3 2HA 64 97HA] 745 T,

%= 5 WA = 62, 5TRh-PCBM 7ol ¢]&k PSC &2 <otAgAS A3ty fs|~4, OM(optical microscopy),
RSoXS(resonant soft X-ray scattering) ™ GIXS(grazing incidence Xray Scattering)& AR&3sle] &AF9 =

S LRI R A R DEE RIS EE

59 (a) % (b)) OM o]"|Xol4] 80 CA ofd% ol Fol 5IRh-PCBMel A7belA S 723 POBN $4°

O B 2% R olUY AR Bkl weh thaee] SHA) My % Aol ekt o)t F AR YR
SEE

2 zgst. % 59 (c¢)olA 5TRh-PCBMe] #H7}
5TRh-PCBMe] 7% o= 7d-g-of PCBMS] &5 22 thdad 3
3+ PSC Al2Elol e = IF oA S AFsta 3

g At

= 69 RSoXS ZZutdo A 5TRh-PCBME E8H5}#] ¢ PBDB-T:PC;BM2] RSoXS L 2ufela 80 € ojdd olF
of 4% Azl (d) #ol Z71 A& A & k. ojdHe] o8] PCBM T Fo= PCBM EA1e] gt
of 711% Aeoltk.  PSHT:PCeBMol STRh-PCBM®] 7kl )3k defets] HAdS e = k. 20 wt%e]
5TRh-PCBM AH-&-3l9] H7te 750 150 C 2 48 h o]d® o]F o] 2kek ¥ (scattering peak) °l& L= 7
T 7P vEhA e

w78, B ool o AAde] weh, 0h, 12 h 2L 24 h $2F 150 CollA <R (a) 0 wt%h, (b) 10 wt% 2
(¢) 20 wt%2] 5TRh-PCBMES 2z P3HT:PCeBM E-#1=29] 2D GIXS H¥lS veldl Aoz X 79 GIXS #HElA 0
wt%, 10 wt% 2 20 wt%e] 5TRh-PCBMEZ 3+a}i= P3HT:PCoBM E-#A=o] 4 5TRh-PCBMS] &ejstz oA kS
et 4 9ar, ojd® o]l 5TRh-PCBME XE33}A] eF= P3HT:PCBM B = A]~Elo| Al PCsBM A7l #HA

o~

|

-1 < -
H =2k 0.7 % 1.4 A & AT F 9l

=2 71414 A4 (mechanical robustness)E 2zt PSCO A2 tlulo]~9] oA A el &4 W Zuxl 9 4
ol E W7o &gt=d A 2otk & 894 DB 4 WS ©]83Fe] 5TRh-PCBMO] A& of o wf
g} Ge(cohesive fracture energy) S =430 | as-cast PTB7-Th:PC;BM ZE9 Gecx= 10 wt%e] 5TRh-PCB A
Zhell ola) ojde B4 ¢lo] 1.68 £ 0.33 Jm oA 2.25 £ 0.25 ] m 2 Z7FetATE. A7) BE9] ojdy o
%o 5TRh-PCBMe] we} 1.47 + 0.13 J m oA 2.73% 0.47 J m 2 27V}t

o

pristine PTB7-Th:PC,BM= 748k & &el7F skl dEo] o Al FMA= Aol dar, & & o3
S3AIE A7HE 9ol D/A AHH IS ABA7IAL AXA A REE AT 4 vk, PBDB-T:PCBM /1=

A 2=HlE o9} FAF S 7FAH, PBDB-T:PCBM ZFA ojd® o] Gc %2 10 wt% S5TRh-PCBM 7} o]

Fo] 1.06 £ 0.14 J m to2.93 £ 0.15 J m_ (2.8-w] Z71)Z7}8k¢lch. D/A <1E|#|o] 2=l A 5TRh-PCBMS] A
Bdel Fash ok D/A S 1 £ AANA Qesels e gaAad. od@ 54 T oAle &
Atolol]l Z = 7} 2 Egjo st XF%“J% Z7MA 713, 71AA PSC AAdS MAANZA = 9tk
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B oage, gt a84 aEA APPSO AeE w 24 9 VAN AHAGS FHATIE d W
&34 ¢l A-D-A(acceptor-donor—acceptor) & TZZ 7|Hto g3 2713 t}r|s AR-3HA (5TRh-PCBM) & A&
& ¢ty A7) BAF J83 A=, ST(pentathiophene) 71¥F D Zo] ¥ ZF#jdl F=4 7|9k A 2w {4

FA el Feidd

(terminal unit)o2 FAET, god W/xx= §39 godAl $W8 x3sE= gokst =3
719k e e SHHo R A AR F vt B S 5TRh-PCBM compatibilizere FH Y3 4845 ¢
Z3l7] YA, B owdye 7]E PIUT:PCoBNE ®3d ¥t olyel &-&% <l PIB7-Th:PC,BM 2 PBDB-T:PC;BM

e
g
w
jmm)
-3
-
$°
s}
=
!
w2
e}
lo
o
o
o1
rlr
—
(&)
o
@)
=2
>
=
[N}
o
>
=
S
o
=2
P
N
=
lo
o)
=~
=
i
Jo
>
o
2
2
[@)]
=
=
T
-
e
==
=
S
52
e

5TRh-PCBM 10 wt%Z A7}kl Z4zb 1.3 w) 2 2.1 #) AT, 7|20 Bud g3 g, 2 g

5 wth 2 10 wt%2] 5TRh-PCBMe] H7b=, EE BI~EH PSCe €4 9 7|AH S A &+ :

PTB7-Th:PC;BM E# =0l 5 wt% 5TRh-PCBM®] 7= 9.37 %ollA 10.09 %7FA] PCEQ] F7}E HolFw, ol& 3

s~ &3] Flo] wE Ao|th, B ubwo] o3 5TRh-PCBM 48344 ¢ &3 PSCol gk Fek=, dejst

2 9 FAA BEA #3lEd 4 9lrt.

Jap o] AAdEe] v E dHgH A 3

At 7)o ZIAZHE v 4 9 wgo] Jheeith. dE S0, AWy V|sEe] AH =

THZ FYHAY, 2/5E e FALaEe] AYE Uy o2 Y2 249 =25 2FHAY, g2
o EE dTEd ogte] giXHAY AfEYets HHe Ayt @4E ¢ Aok, agEE, b2 d

= et s AEE FEdte 5T Wl et

)

k1 (L VY (e
g, Toox
o

1
(g
Yy

Multi-Functional Compatibilizer
(Photogeneration + Thermal & Mechanical Stabilities)

CaHi7CaHyz

S,
O I
CaHiz CaHy
5TRh-PCBM

Acceptors

R=2-ethylhexyl

Polymer Donors

R
P3HT PTB7-Th PBDB-T
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RN

—~ 1.0 ——5TRh-PCBM|
3 J —P3HT
& o8 ——PTB7-Th
* — PBDB-T
g 0.6 —PC;,BM
S A\ —PC,,BM
Q \

N 0.4

©

E 02}

(=]

2 -

o.o A A A ~ A
300 400 500 600 700 800 900
Wavelength (nm)

(a)

=52
PTB7-Th:PC,,BM
<0 T
§ 5TRh-PCBM
< 5l | ——Oowt%
- ——5 Wt%
2 ——10 wt%
[72]
(=
(]
(=]
t
o
3
2050 02 0.4 0.6 0.8
Voltage (V)
(a)

6| O Wt%
5TRh-PCBM |l 5 wt%
I 10 wt%

100
80t =
< 60t
w 4
g a0l 5TRh-PCBM
Ly —— 0 W%
20 ——5 wt%
——10 wt%

0 N N X N N Rl
300 400 500 600 700 800 900
Wavelength (nm)

(c)

Energy Level (eV)
& A &

1
(=]
1
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=83
PTB7-Th:PC,,BM
5TRh-PCBM
—o— 0 wt%—o— 5 wt%—e— 10 wt%
w 100
[$)
a
g 0.8
N
©
£ 0.6}
o
4
0.4}
24 72 120
Annealing Time (hr)
()
PBDB-T:PC,,BM
5TRh-PCBM
—o— 0 wt%—o— 5 wt%—o— 10 wt%
w 1.0t
(&)
a I
g 0.8} = I ﬁx
N
£ osl
-
)
4
0.4t
2.4 7.2 1é0
Annealing Time (hr)
(b)
P3HT:PC4BM
L 5TRh-PCBM
—o— 0 wt%—o— 10 wt%—o— 20 wt%
w 1.0p =
(&) 2
o o8l
°
(]
N 0.6}
(1]
E o4
o
Z 0.2}
0.0!

24 72 120
Annealing Time (hr)

()
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<!

=

=

H

e
=)

i le
) =}
M < ~
m ee
O
c e)
&l (3. 2e g = 2 : -
El|mEEE ~o £ & &
o 3 PP 18> p £ o
T O~ N 4 7' [h'4
< = = =
o 0 [fe} Te)
Bt 5 5 5
o 2 & 2
S G 3 3 =
o N ¥ ¢ % o e e &

AN.Eo vuw) Aysuag Eot:.o

=

0.4
Voltage (V)
24 hr TA

PBDB-T:PC,,BM
(a)

w/o 5TRh-PCBM

w/o 5TRh-PCBM

w/o 5TRh-PCBM
Before TA

5TRh-PCBM
0.2

——0 wt%
——5 wt%
—o—10 Wt%

=% % & § © o
(. wo w) Aysuaq jusaning ﬂ We“od:uL-281d we'‘od:1-aagd Ng'°Dd:LHEd
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k1
g

(b)

(c)

(d)

Intensity=q? (a.u.) |

Intensityxq? (a.u.) :

Intensityxq? (a.u.)

- Intensityxq? (a.u.)

o
&

-

PBDB-T:PC,,BM

——O0hr
-6 hr
———24 hr
——— 48 hr

107 10 2x102, . 4x1l 02 6x10°
q(A7) q(A)

=0 hr
——6 hr
a =24 hr
——48 hr

30° 2x102 4x10 2 6x10°2

P3HT:PC,,BM

—20 hr
-6 hr
L —24 hr
—— 48 hr
2 d > 420 nm

2 -2
10 2x1072 (A 1)4x10 6x10

q(A)

——O0hr
=6 hr
) e 24 hr
——48 hr

102 2x1072 4x107 6x107
q(A™") q(A7)

o
&
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F1

g

0 hr

12 hr TA

24 hr TA

NE8O2d-Ydls

Load, P

PBDB-T:PC,,BM

PTB7-Th:PC,,BM
- wi%
5TRh-PCBM o "%,
4t
3l 2.73:0.47

Metal barrier 2.25+0.25

1.47£0.13

Cohesive G, (J m™2)

As cast  80°C, 120 hr

5TRh-PCBM

3.22+0.14

As cast

(a) (b)

_28_

[ 0 wt%
10 wt%

2.93+0.15

80°C, 120 hr
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