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Ity Y

T RReE 4 YA E

rlr
ofy
N
B>
Ho
_>'i
(o,
N
o)
o

o714, 3kekA (1) 3 (2)°] oA, M2 AT 59 Ri-Rei= Agetar, 23} E= wxste] ags gAY
ATt
steba] (Dol oA Arp B Arpell ARS8k aLE] @4 ' 6 o] 30 ofste] A& Ei= nX| 3o ofT| R

A, dldr], bdzdgr], tEZAIEY], AdE g7], gedr], AgHAdr], EFeddr], EYHd
A7), AEdy], Fydr], AxEFe g7 471, dduzZgr], Jzd ddr] 5% 5 F A
T o]Eo IALA v, Ary 2 AnEAE, g £E X HdA7) 7} npgE e,



[0045]

[0046]

[0047]

[0048]

[0049]

[0050]

[0051]

[0052]

[0053]
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R, Ar 2 Anol AFREE e 84 Bad 1 o)A 30 olate] A% wx wARe sHzelds2AE, T
97), =27], Eeld), wds], olavlwd], MEEUY], MREeds], ARLs], WESAEA], WE
HolEas], AxaAs], MzolurkEds], duzzd], duzedds], enEds] B 5 & A,

o] 5o FAH = AL ofr}.

slaka] (Dol JoA] Li~Lyell AFg3ke 2 7he] A7) F, A8 T vx]3ke] AV 2A s, degdr], og
A7), n-Z 29 A7), p-FEA], p-FAQA7], p-FAEA 7], -7
o FAHE AL ofr},

EE, Li~Lgoll AREskE 2 7he] dAAY] F, A3 EE v x$e] of A=A = ~(CHy)-Ar'-, -Ar'-(CHy),~
—(CHy)Ar'-(ClHy) -2 EFHT. Ar'S =dd7], YZgAar] 5o wug P4 &iF 6 o4 18 o]3te] ofd#A
715 YER AL, x, y& 27 1 o) 24 <39 FE YEdY. x, vy B Ar' 02 e old AV gaAg
o] o] 7 o] 20 olal, uiEA A= 7 o] 14 olatd 5 YA, o] 5o FAHE = FL ofyr}.

T3, LirLsoll AFEShE 2 7k dEY] S, AE = v X g ofdv| 2 =, dddy], vEdr], Had

A7), YzEds], skEsAUy], S2oddily], Eddddr] 58 5 5 AR, oS¢ IHE AL
SHUIT, LioL,o @A, A8 m= nxgke] sdzlv]7h vpaa s,

r&‘l

EF, Lilgell ARk 2 7k 7] &, A3 He B A Y] FERotddly| 2=, deydly], guxzy
@], guzeddr] 55 & 4 AN, ol #AHE AL oyt

T, Li~Lol ARgehe 2 7k A7) F, A% e HAge] -7 2 rplEAM s, gegaEdy], fed

g vkt el bgoll e #7] A g A Aws okl A AWl HH Ee= Lis F9f
of Agtetar = A7) wEkm) F-9lol okrulzdEE FoE& =9FtewHA, {7 AA TF A8
A 7e] o} R.# 24 (amorphous) ©] 3“‘0}04 Aake] o] srt Folxlnh., eRw, FHE FEATIE ofvle 5
A FAT F Advk. =, HAx FE&Ad0] B2 ofulzdHE BAE EYTFeRN, F7] A F 2z
& Amel Az iAol mebAaL, HE«I Wagel FAE] wiiel, f7] AA e Ao g% o st
2 AET 5 vt

e, W oudel wE f7] AA 2F 228 Ans sEt (Dl delA Arg B Arp b 2 X3 = WA
o #drlolar, w3, Li~Lzol 27 X3 mi= HX 3] HdArQ Ro] niHAEit. &, B dde] w2 §7)
A g A8 s 8] sk (3) o2 dEhde oWl sh3HEl slo] ubehA sttt

(R16)b )

(Ri7)e

AL g

® ool me f7] WA B 248 AR YolA, 471 FAA )l YolA, RyRud 22

q
sel WA WAS 6 o4 30 olake] A% wi wlAghe] ofdy], el WA WAF 1 o4 30 olafe] A% wi

u[
i)
o
o
fr
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[0056]

[0057]
[0058]

[0059]

[0060]

[0061]

[0062]
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H | gke] FER2eld 7], &4 1 o] 15 o|ste] ¢V, X3 & v|X|3ke] A¥7y], &2 YA, 54 93
E F54 UA)AL, avcl: A7 BHAOE 0 o4 4 o]dte] Hgolx, d W ek 47 By 0 o4 5

olate] Ao}, Z,= oblﬂ@ﬁ(@§_£%1f17W1W%
[s}eh2] 4]

x1"x12 X13\X14

71 gkl (4ol AAA, Xe-Kie 2t N
CRoRy1 HEE SiRuRus®lth. RigRep 47 5@ o2 32 4 @i 6 o] 30 olshe] A3 & v]x|3he] of

30 ofste] A&k E= H]il%w] & ¢
A8 e A e Ad-7], 2 93, A

= sl Aol v AEA R, o)l BEE e ohd,
1514 (3), (9] 9oIA RoReol AHg3HE 32l 34 @
wel G4 wag 1o 30 olste] M@ m wA @ A
7, @22 QAEAE S5 (Do) YolA ReReol AHSHE 38 B4 ©as 6 ol 30 ol

Z3ko] o}d7], 3 FA BAF 1 o4 30 010}«1 X3k e v X3 FEHRetE Y], g 1 o4 15 ©]F
o] @77, A% w uASe] Ay, Szl A} FY

R
dfn
)
2
o
fru

7], ag g4 g 1 o

2ol7], Bad 1 o4 15 |5l 47,
Lol v, XXl RelA A AN F

&
N
5
als
O{N
H
Ho, =

o714, gt (3) B (Dol oA, M= AT 579 Ri-Ryp AFate], 23 = =323 uds A4

B oo wE f7] QA 0% A48 ARE H34 (1) o ol A D Argt 247 A% m wAge] o)

7)
d7lelar, EF, Li-Ly7b 247 A8k Ee v A &e] Hddlvlolng, ofnle] Fodo] FrEa, Afre] ds Wiy

o gt
wowgel mhe 7] A7 BY AR ARt Q A=A, 719 H%E 1 UA 84 F o i tehllel
= 2o,
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[0083]
[0084]

[0085]

[0086]

[0087]

[0088]

[0089]

[0090]

[0091]

ZIHSd 10-2016-0047971

83 84

Ags §7] AA B 2o BHEH FF Abolo] wix W @?‘%‘
Gl AHEE 4 itk ol eldl, Alsie] ohs (anorphous) mow dael ol
o » %E}_ o, Ao WA Yol s UHTOH

E_}LO{N

Boadgel whg {71 A 2F A ARE e T2 F7] AA EF 2xbe] 23S G Atoldl
Ad AT =, EFT QA Aol mpghAsitt, a2 WS zhe 2 EHed e #7] dA

e 3] A5t wixgo g, B Wi wE f7] dAA IdF 228 AEZE
Xgets S &5 Alololl wiAIEE To MR 9%k dslE ayyor AT F o

(F71 AA 235 2x21)

2 o] mE {7 A G AAE ARE AFES §7] A G Azl gisiA Agith = 12 2 9y
o o AAl Feo] wE f7] AA HF AxH(100)E YERNE MEFEelth. f7] AA @ 22H100)E dE
Eo], 7 1(102), F(104), AE FAF106), BT F55(108), EF=(110), #AAF FH=(112), AA F
AS5(114), ¥ 55(116)S Fujsith, A AAl Felo] lojA, 2 @i wE {7 AA @33 228 Ai5e
WS o= AMoﬂ x| e Fo Hojn 3k Fof AFRE 4= Qi)

2

ANAE D RA B odgel BE f7] AA WY AA4E ARE AT FEF)O) AHESE Al Bl
A A,

1(102) € o Z Fol, ¥y £ s}, AT Fom oFolAt wuA JH A Fo HARE 7]
@ % ek,

%¥=F(Anode, 104)2 7]3(102) Aol wixE o, 2F3IQIEFA(1T0)olv AFotAAEE(120) 55 AF&3ste] A4

= T M

4o FUSUHIL, 106) F=(104) ol 10 nm ©]7% 150 nm °]ste] FAR A& ARE AHEsto] IS
Aeh.elE Sof, Edsdolnl i Eelol | ZAECPAPK), 4-o2Z2d-4-ddrsdeesie sy s
(AetEF 2 29d) a4 (PPBI), N, N'-t#lld-N, N'-v]2-[4-(FAd-n-EH-o}n]w)-#d |-v]sHd-4, 4'-t]o}

d

1(DNTPD), T+ ZE2Alopd T ZaaAjold 33HE | 4, 4', 4"-E2(3-dEddudoln =) EgH o}
U (m-MTDATA), N, N'-tj(1-upZ&)-N, N'-tjsldWAd(NPB), 4, 4', 4"-EZ2{N, N g dolr=Eg s do}
WI(TDATA), 4, 4'- 4"-EZ 2N, N-2-yzgdu|doln| ) Eadolil(2-TNATA), &g otd /= duldl&EEAL
(PANI/DBSA), Z(3, 4-ol9aSAE QM) /EE (4-2E A& F o] E)(PEDOT/PSS), Zdotda/ZH&EEA

¢

d
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[0096]

[0097]

[0098]

[0099]

[0100]
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[0102]
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SIHS31 10-2016-0047971

(PANI/CSA), B+, Zgolddl/3

mlﬂ
Ach
o
[>
fu}
)
ff
kel
im
)
=
=
~
nv)
&
ojr
tlo
Hl
%
i)
b
b
v

AY 55 IL,108)2 AE FUS(106) Zoll, £ do w2 §f7] AA 3
%4 150 nm o]ste] FAZ ¥
3

)2 g Al oa Pt

[

]
1

~
(=)
oo

HS(EL, 110)2 AF $55(108) Ao, TAE T2E AEE AHEste] 57 10 nm o] 60 nm °o|3t= A
Ao g (110)0] AREHE 49 32E AREA, oE 5o, EY2=@-AxdsdE) ¢Frw(Algd), 4,
4'-N, N'-tj7}2u8rE&-8]9d(CBP), &2 (n-v]d7}208FE)(PVK), 9, 10-th(ZEpl-2-Y)FEHAI(ADN), 4, 4!
4"-EfA(N-7F2uEe) Eg A dolql(ICTA), 1, 3, 5-EfAaN-dldulxolntiE-2-9) wA(TPBI), 3-
tert-Hg-9, 10-tJ(UZE-2-)tEFA(TBADN), tl=E]ZolHA(DSA), 4, 4'-H]2(9-7}2ulE)-2, 2'-tH
g-1]3d (dnCBP) & & 5 Ut}

32 (110) 2 THE NE2A, Eay S FEA (A E £, 1, 4-bis[2-(3-N-
ethylcarbazoryl)vinyl ]benzene(BCzVB), 4-(di-p-tolylamino)-4'-[(di-p-tolylamino)styryl]stilbene(DPAVB),
N-(4-((E)-2-(6-((E)-4-(diphenylamino)styryl )naphthalene-2-y1)vinyl)phenyl-N-phenylbenzenamine(N-

BDAVBi)), #HEdA 2 1 FEA(dE E0], 2,5,8,11-Tetra—t-butylperylene(TBPe), H&d % 1 FEA (A=
S0}, 1,1-dipyrene, 1,4-dipyrenylbenzene, 1,4-Bis(N, N-Diphenylamino)pyrene) 52| =HEZE ¥3}3 4 9l

o}, ol5el FAE= AL oy

Az 4% F(ETL, 112)& @3335(110) Aol 15 nm )% 50 nm °lske] FA=R, <odF Eo], Tris(8-
hydroxyquinolinato)aluminium(Alg3)e]y} &4 H 1Y E ZtE A5 (AE 59, 1,3,5-tri[(3-pyridyl)-
phen-3-yl]benzene¥} & 3dgd ugE E?}o}{— AEv, 2,4,6-tris(3'-(pyridine-3-yl)biphenyl-3-
v1)1,3,5-triazine® #& EFolx xglE ¥3H3sl= A8, 2-(4-N-phenylbenzoimidazolyl-1-ylphenyl)-9,10-
dinaphthylanthracene® -2 o|n|t}E FEA& Este AR)E Xt AR o8 FAH.

3L
il

l

A2 FUFEIL, 114D A7 £52(112) 2ol 0.3 mm o2 9 mn olate] FAR, dlg o), EstelELIF),
I E-8-A U E(Liq) 5 Eekahs AR o8 @A,

&3 (Cathode, 116)& A4 FAF(114) ol W51, FFolF@ADIL (), DFLD), i),
H(Ca) 5 F%, olE) TR, ¥ AHAFFAIN) B AFIASAI=(120) 5o F9 Az o)
g Hh,
olgel AHF B owgel WE f7 AA WY 2E TAFE 2 AF 2 24 3L AT FF, v, 4%
EE 5 Amel mE AE% 4w Pue HEFgoRM, 94T & Ak EF, FET uks o], B o)
e §7] A4 BY 248 ARE AHEel YT AT FEF08)S AF FH| o3 YA
Bowgel W f7] A4 WY AAQ00) YelHE, FEt B odyel wE §7] A7 W 248 ARE
AgTORM, FEYE AW PR AT 552 99T F Aok
ER, B ouel WE f7] A4 W 240009 delHE, FEd B wwd me §7] QA BF 248 A
BE AT FUF AREA ASE & vk FET vls gol, B W] me R AA 0 248 AR
ogEt FF Aold] MAY A3 Fo Holw @ Fol ASFOEM, f7] AA WY 29 FrHsE
AR & 9k,
EH, B owwe] we 47 WA W 248 ARi TR LS AEn vEsd §7) WA wP 2 B
Aol 488 & vt
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[0105]
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[0108]

[0109]

[0110]

[0111]
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FEHE

Pd (dppf)Clg.
KOAc " N
Br Dioxane \@g%
|

A (98%)

Br
|

Pd(PPhs)s.K2C04

_ N
toluene, H,0,reflux, 8h @/O 3f

B (88%)

=N
w A

B(OH).
Pd(PPha)s,K2CO;4

-

toluene, H,0,reflux, 8h

1 (76%)

(3= A9 F§4)

Ar E97] slellA, 2L Zebx3Fe| N-[1,1'-biphenyl]-4-y1-N-(4-bromophenyl)-[1,1'-Biphenyl]-4-amineZ&
53.8 g, Pd(dppf)CI,CH.Cl,E 6.46 g, KOAcE 33.3 g, ¥ Bis(pinacolato)diboronE 33.0 g ¥iL, 750 mL<]
Dioxane &7 FolA A¥F 7] Fo 100ToA 12 A7k kA, 2 &, &) =F312, CHCLY &5 9
skal, 7] A4S EEsta, Eivlavs 2 €4 wEE ¢ ¢

oA FAANES HYFA A9 A=ZvtEaYI(YE2de/dqte] 3 §ulE A}
A 9] shHE A 56.8 g(F& 98%) YUTE. FAB-MS Aol 93] 5449 st A9 EA2 52303},
(g3+= B9 #§4)

Ar £¢7] 3, 300 mLe] A ZEfx=3Tel, 3gE AZ 10.0 g, 1-iodo-3-bromobenzeneZ 6.00 g, Pd(PPhs),&
1.54 g, B ©AHZES 5.25¢ 7tete], &7 450 nl 2 & 60 mLe] &3 &uf FollA 90Tl 8 Azt 7FE
ekt ¥ ¥, & 7tk f715S £yeka, 8 SRSt o 2ANES HYiA A9 A=
e d(HEZ 2 e dike] &3 §uE AM)RE ngﬂ <, EFq/84 £% gu= Zﬂﬁxé% &3l
WA yAe] 3HHE BE 9.29 g(5+& 87%) LUtk FAB-MS ZH o) A= 33E B BAHLS 5530]Q 0.
(3= 19 §4)

Ar E¢17] 3}, 300 mLe] At Zgk2=9l, 348HE BE 2.00 g, Benzofurol[3, 2-blpyridine-10-boronic acid=
0.81 g, Pd(PPhs),& 0.42 g, ¥ B PAES 1.11 g 7Fete], &5 90 nl ¥ & 40 mLo] &3 &) FellA] 90

Colld 8 ARt 7k wwbegint. a9 -, =5 7hete] #7153 sk, &) SRSt dolxl 28 E
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[0112]
[0113]

[0114]

[0115]

[0116]

[0117]

[0118]

[0119]

[0120]

[0121]

[0122]

[0123]

[0124]

2HEd 10-2016-0047971
= A 49 aERvEage(HE 2w dike] 23 e AR FA F, T/ =7 &
= AARE Pk, N uA o] BFE 15 1.76 g(F& 76%) A3ATt. FAB-MS Sl oz 4% 3FE 19
BARS 64001AT. E3E, H-NMR(CCL) ZHow Z4d 3% 19 Az AZE Zk(

7H), 8.20(d, 1H, J=7.80Hz), 8.07-7.98(m, 3H), 7.57-7.50(m, 11H), 7.45-7.34(m, 3H), 6.96(d, 1H,
J=7.76Hz), 6.90-6.87(m, 2H), 6.59(d, 2H, J=7.82Hz), 6.58(d, 1H, J=7.70Hz)°]%lt}.

EE, B e wE f7] AA 2 A8 ARE dE 5o, ol Zo] 4T & Tt

(3}3HE 29 9H4)

Benzofuro[3,2-blpyridine-10-boronic acid th4lell Benzofurol[2,3-clpyridine-10-boronic acidS AF&3 A
olglel=, F&d FFE 19 34 U EA wHow HFE 22 AT, EE, H-NRODCL) SHO

2 =243 3FgE 29 AvZ HAZE ZH(§)S 8.45-8.41(m, 7H), 8.30(d, 1H, J=7.80Hz), 8.07-7.98(m, 3H),
7.57-7.51(m, 11H), 7.48-7.38(m, 3H), 7.08(d, 1H, J=7.76Hz), 6.99-6.91(m, 2H), 6.77(d, 2H, J=7.82Hz),
6.68(d, 1H, J=7.70Hz)°]AT}.

(3t& 39 &4

Benzofurol[3, 2-blpyridine-10-boronic acid ™ A&le| Benzofurol2,3-blpyridine-10-boronic acid<S ARE3 A
olfell=, et s3E 19 3 W sd3 WHoeE IE 38 FAe. =g, H- NMR(CDC13) ZH 2o

2 23 3FE 39 AvZ HAZE ZH(§)L 8.52-8.45(m, 7H), 8.40(d, 1H, J=7.90Hz), 8.17-7.88(m, 3H),
7.67-7.55(m, 11H), 7.42-7.28(m, 3H), 6.88(d, 1H, J=7.56Hz), 6.90-6.87(m, 2H), 6.59(d, 2H, J=7.82Hz),
6.48(d, 1H, J=7.60Hz)°]AT}.

(3= 59 F§4)
Benzofuro[3,2-b]pyridine-10-boronic acid tAle| Benzothieno[3,2-blpyridine-10-boronic acide AF&3+ A
olololi=, A&d HFE 19 WA WHY BY Yo T 52 FASAT. EF, H-NRCC) SHO

2 =243 3FgE 59 AvZ HAZE ZH(§)S 8.35-8.31(m, 7H), 8.17(d, 1H, J=7.80Hz), 8.07-8.00(m, 3H),
7.77-7.59(m, 11H), 7.44-7.29(m, 3H), 7.08(d, 1H, J=7.76Hz), 6.90-6.85(m, 2H), 6.77(d, 2H, J=7.88Hz),
6.59(d, 1H, J=7.90Hz)°]AT}.

(3H3HE 339 #4)
Benzofurol3,2-blpyridine-10-boronic acid ™Alel Benzofurol2, 3-blpyridine-10-boronic acidZ AF&3F A
ololol =, Aud shgtE 19 W4 W AT WPow s9HE 338 FASATH. wF, H-NR(CICL) 7

o2 549 IFE 339 AL FZE ZH(§) 8.45-8.40(m, 7H), 8.21(d, 1H, J=7.80Hz), 8.06-7.97(m,
3H), 7.56-7.50(m, 14H), 6.98(d, 1H, J=7.76Hz), 6.90-6.87(m, 2H), 6.69(d, 2H, J=7.82Hz), 6.55(d, 1H,
J=7.70Hz) ] A T}.

(83= 459 34d)
Benzofurol[3,2-b]pyridine-10-boronic acid THAlo] Furol3,2-b:4,5-b']ldipyridine-10-boronic acid®& A}-&3+
A ololel, Aed SR 19 F4 WEY SUF wyow YR 452 PTG, £F, H-NRCC) 3

Hog =A== F3E 459 AL FAZE 7H(§)S 8.68-8.60(m, 6H), 8.35(d, 1H, J=7.60Hz), 8.07-7.98(m,
3H), 7.77-7.50(m, 11H), 7.40-7.28(m, 3H), 6.98(d, 1H, J=7.76Hz), 6.90-6.80(m, 2H), 6.70(d, 2H,
J=7.82Hz), 6.59(d, 1H, J=7.80Hz)°]glt}.

(sh3= 499 3d)
Benzofuro[3,2-b]lpyridine-10-boronic acid ™ 4lol Benzofurol[3,2-blpyridine-9-boronic acidE AF&3+ A 9]
JedlE, dedt FEE 19 F4 IHY U o= S3HE 498 AT, = - MMR(CDC13) =742

2 SAE gE 499 AnZ HAZE FH(§)2 8.55-8.41(m, 7H), 8.23(d, 1M, J=7.90Hz), 8.05-7.95(m, 3H),
7.67-7.54(m, 11H), 7.44-7.38(m, 3H), 7.11(d, 1H, J=7.74Hz), 6.90-6.83(m, 2H), 6.71(d, 2H, J=7.82Hz),
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[0125]

[0126]

[0127]

[0128]

[0129]

SIS31 10-2016-0047971
6.59(d, 1H, J=7.85Hz)olit}.
(s}3H= 579 34)

Benzofurol3,2-blpyridine-10-boronic acid tHAloll Benzofurol3,2-blpyridine-7-boronic acid< AF&3F Z o]
g, A%d PR 19 T4 WHY 5U wHow FPE 57 P, =&, H-NR(CCI,) SHO
2 =49 3E 579 Amd AZE 7H(6)2 8.36-8.31(m, 7H), 8.22(d, 1H, J=7.20Hz), 8.05-7.92(m, 3H),

7.67-7.58(m, 11H), 7.40-7.32(m, 3H), 7.08(d, 1H, J=7.76Hz), 6.80-6.71(m, 2H), 6.59(d, 2H, J=7.82Hz),
6.46(d, 1H, J=7.80Hz)°]AT}.

ded e 1, e 2, %= 3, 3 & 33, SHobE 45, SRt 49 B SekE 57E A FE
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