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3}8E §%A; TAPC(1,1-Bis[4-[N,N'-Di(p-tolyl)AminolPhenyl]Cyclohexane); N, N N-E&(p-ZZ)o}al, 4,
4", 4'-EY2N--HEad)-N-gdoelr| ] Eglddelvlz} e Egoldelnl FuA; N-#lds2nE 2 &

PuldstEntEs 4o stEnE fRA; PEs SgEAohd, PemgzAehds ge ZamAohd fREAl
SEAE ofdl FEA: dobmigWAl fEA; PEHF Atolus AW obwl SR FuA; 2 Fo
@5 4 AT, olHe ATFERAS Al NEBRAZY JBE £RT 4= Y.

ES
A2 GAE 2T

Fe AEY ANE B AT ARET0) WEoR FAHE AL YA 98L He
AemA, AE AF AA AR FA dolz A€m 5 vk 48 5w, SAtclE FEAY =¥l

il
E =
=

&
T4, AGEEYD F2A4 58 AR AT

AR 4435(55)2 TSPO1(diphenylphosphine oxide-4-(triphenylsilyl)phenyl), TPBi(1,3,5-Eg|A(N-#Hdwl=
ojmthE-2-)lAl), E]2=@-FEddle]lE)d T H(Alq3), 2,5-totd AE F=A(PyPySPyPy), HAEFL
gvlolg = 3}8-&(PF-6P), COTs (Octasubstituted cyclooctatetraene), TAZ(3}7] 3}8+2] %+%), Bphen(4,7-T]
Hd-1,10-dFEE9 (4, 7-diphenyl-1, 10-phenanthroline)), BCP(3}7] &st2] #=x), T+ Balq(3tr] 3}eH2]
#F2)Y g At

fi

AAFYZ=(53) d& S, LiF, NaCl, CsF, Li20, Ba0, BaF2, =+ Liq(8lF HA=dolE)Y F ot}

AAEE(70)= Hm==(70)el Hls) e dFrE 2t =Yoo, oF 5o, 7w, vtavs, e, UE
', 2H, 98, °EF, #HE, 2, 9, AE S0 55 B o5 2% o) 2% AEstel 4 & 3
o}

Nwe=(10)eF MNAE=(70)E= 2=HEH (sputtering)d, 71%4% 1)

AT, AFFUF(23), AFFEF(25), THF5U0), AT & =

2o #AGe] THAY == IHY, ﬂ% So] 23y, 29 ¥, 99, zdy, g EYo|dy S o &3}

A, T A9 EHS o83t YA 5 .

%71%%4010‘:L 7N EA]) Ao wixE 4 g, 7B ofnt(10) o] WX " FE QI EE
=(70) AdFol wix=E Fx Q. ﬂﬂﬂ%wi 71 doll o= (10)7F MAE(70) Bk WA F4E 5

Q= 7HJ_g(7O)7} of==(10) ok WA FAFdE F% .

o Pﬁ

O

>

N
5o
rlo

Begel PARA YR B S Qa, o
(PC), EefolgAelelmeelo] Z(PED), Eejo| Dt

1=

—_ =4

7} 7,;% aEA HRZ o]l 4 Aok, ey, o
o)
PR

A, A7) Nwe el Az Eeshayel
elo] EPEN), EeloHE(PD), EeEzLAC) 5
FYEA @a AR Pt bsd LY -

2 |y
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[0081]

[0082]
[0083]

[0084]

[0085]
[0086]

[0087]

[0088]

[0089]
[0090]

[0091]

SIHSd 10-2016-0121628

3, ¥ 2ol olalE F7 fleked wgrAH Aol (example)E AADT. T, arle] Adelr B uwo
B2l A% AL, 2wl sole) Al o 245 Ae it

-

2-F2Z-4,6-tFo]lHd-1,3,5-Eo}A (10.65 g, 39.80 mm AB-EREFLEAE)EREY A=

g, 39.80 mmol)< 210 ml<] E|Eg o] =2 F ol HQ F éli 715 8} oA wwkste] =Tk FHF 70 mlell
ﬁe}g FtR o] E (16.50 g, 119.39 mmol)g o] 919 WhE of F3tt. HEZHIA(EZHIE
DZebE(0) (2.30 g, 2.00 mmol)S FYT F St V&S 37 uytaigivt. 1247 F W5 &%
Ao UE 3 AAES o33gitt. ojut® 1A S EA(ethylacetate) & 943te] &5=3% 34 o] &

A 112.50 g& 86%2 &= AArt.

S
-
—~
w
>
—~
Q
o
S

) mlru rﬁl

FA e 2 - FHA 2

[WkS-24] 2]
Ol O Y
N
- | H N~y
MNa N N F. ! =
J{l | — Qg
N
F F F
! C)
SUH 1 SUH 2

slol=alo]= (0.05 g, 2.20 mmol)7}

= F
SFATE. 303 ket & 9] FEaFe] FHA 1 (0.40 g,
=
=

9718k (0.22 g, 1.32 mmol)S 10 ml EH|Eg}slo|=2 3
970 Aa 7R she] EFEkaFel AAE F4Y

1.10 mmol)S 10 ml2] HIEZSIo|=2F o] mo] FJett, weEe 21 &5 29 247 &< 37 wwksk
H oss Tt AY THS &WE AASY. Ao ute EES FHRITE 94T & A EAR

=
Gyetant. AFHoR BRA YA APl 2% AN gl FA 2 0.35 g2 629 FEE

At

FA 4 3 FA 3
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SIHSd 10-2016-0121628
[0092] [RE-&-2) 3]

f. PR

SH 1 S7H4 3
[0093]
[0094] 3,6-Trol W E&-9/-7}utZE (1.61 g, 8.26 mmol)< 50 ml HEZsIo|EgFdo] =
16.51 mmol)7F &3l A 7|7 8t Zekxae] A8l T4l 30t Rk
1 (3.00 g, 8.26 mmol)S 30 mle] HIEgslo|=2Fake o] T3 5
g wHre H HJ%% Tnata st FRst] &uiE AASIT. %J
Al BAR 913kSith. HEHoR ERdl oA AAAs &5 AFA
‘FEE :Mﬂr

04 i% slo]=e}ol= (0.40 g,
Aol EepxFol FHA

L

[0095] SetE e 1 S9HE 1
[0096] [RE-5-2] 4]

zﬂ
Y C
5@2
g

Fd =lEsig =g |
[0097]

[0098] 9H-71FZ (0.55 g, 3.30 mmol)S 10 ml q EE o = F stol=gtol= (0.09 g, 3.72 mmol)7}t
o 30RF wRkgk 3 919 Eopsdo] F31A 1 (0.30 g,
0.83 mmol)E& 10 ml<] ﬂuﬂ%iﬁowﬂ of o] FYsigivt. WEES EE &Y 2417 B¢k $HE wwkeh
H oukgs FEsha St SFeke] &ulE AASIAT. Aol a4 T
s, HAFTHom FIAHAE A st =53

F

2 FREE A9 F oA BAR
0.48 g& 726 F&Z AT

[0099] sptE 10 A=EA (FAB) m/z 804 [(M+H)+]. T NIR (400 MHz, DMSO) :86.68 (t,2H,J=8.2Hz), 6.78
(t,2H,J=7.0Hz), 7.05~7.08 (m,8H), 7.25 (d,2H,J=8.4Hz), 7.43~7.49 (m,6H), 7.56 (t,4H,J=7.8Hz), 7.65

(t,2H,J=7.8Hz), 7.89~7.93 (m,4H), 8.66 (d,4H,J=8.8Hz), 9.18 (s,2H)

[0100] SI3HE 3 2 - SIFHE 2

_17_



[0101]

[0102]
[0103]

[0104]

[0105]

[0106]

[0107]

[0108]

[0109]

[0110]

SIHSd 10-2016-0121628

N N
F g /S8
A 1 3EE 2

3,6-tME-9/F7ME (0.71 g, 3.63 mmol)<S 10 ml THMEEFolule]=o Hof 4F stol=geo]l= (0.13 g,
5.50 mmol)7} @3 A 71F ste] ZEkaTe A F9letgith. 3083 wyke F o9 ﬂ Zeta=l vi“ﬂ
1 (0.40 g, 1.10 mmol)& 10 mle] TR X Folnfo|=o Zof F

i wRkek § RS FREA Y SRk &wE AlASIT. & 5 J
ThA] EAR )4 skginh. HAZTHo® FeAAE AAste] &g wd ake] SgE 2 0.83 g& 85%9
2 A},

shetE 20 AZEA (FAB) m/z 383 [(M+H)+]. ' NIR (400 MHz, CDCl;) :& 2.18 (s,6H), 2.38 (s,12H), 6.48

(d,2H,J=9.6Hz), 6.85 (t,6H,J=6.6Hz), 7.12 (d,6H,J=8.4Hz), 7.49~7.59 (m,10H), 8.69 (d,2H,J=8.8Hz), 9.12
(s,2H)

SI3HE e 3 ¢ HE 3

(954 6]

0 o 3
Fo- oo — 2
9N O LD
S 2 =EE 3

9,9-tjdd-9,10-t}olslo| =28 (0.89 g, 4.24 mmol)<S 15 ml ¢
o] (0.16 g, 6.74 mmol)7} B Ax 7|F ko] Feh=Fol XA 38 Tt
230 F7A 2 (0.70 g, 1.93 mmol)S 15 mle tlHEEEo}ulo] =9

2 87 Bok DR wuE H NS s A9 SHo uE AAS A e 2L F
Fo AT F A BAR AU ABAow SIAAE ANl £ mea i) S 3 0.2

= 16%°] &= AUt

SI3HE 3 AZFEA (FAB) m/z 888 [OHD ] 'H NR (400 MHz, CDCl3) :6-0.16 (s,6H), 1.60 (s,6H), 6.64

(t,2H,J=7.2Hz), 6.71 (d,2H,J=7.6Hz), 6.77 (t,2H,J=7.6Hz), 6.83 (t,4H,J=7.4Hz), 6.89 (d,4H,J=9.2Hz),
7.04 (t,4H,J=8.6Hz), 7.15 (d,4H,J=9.2Hz), 7.52~7.61 (m,8H), 8.76 (d,4H,J=12.0Hz), 9.34 (s,2H)

Z7HA el 4 1 F7A 4 (9,9'-(5-BR 2R -1 3-FHdd) ¥ A (9H-FHEE))

_18_



[0111]

[0112]

[0113]

[0114]

[0115]

[0116]
[0117]

[0118]

[0119]

SIHSd 10-2016-0121628

1,3,5—53114;3311@1 10g, 9H-7hu}E 11. .95, FTEFGZIEMO|E 9.87¢, 1,10-HEESY 1.29¢S XF Az
. Treluld E5obuto] = 120mlol] =91 § Fofo]eriol= 1.36gS WaF dAA £V o
E—g— 180 Col ko2 124750 BHRsot, €58 AL on Yad ZRSZ Hol nleo
Frelolur FEdte] SuiE AxSF AYAZrtE a9 (NC:HEX) S o] &3to] AAsit.
(9,9'-(5-H2E-1 3-7d ) H = (9H-7htE)) & AAtHbg +5).

FA_FAd 5 ¢ FIHA 5 (9.9'-(5-(4.4.5.5-HEZHH-1,3,2-tfo] AR EF-2-9)-1,3-3 J ) H| 2 (9H-
7))

9,9'-(5-HEX-1,3-9d )N~ (9H-7}u}E) 2.8g (F7HA 3), H|=vuFetEcto|E 1.89g, EERFoMAE o]
E 1.69g, 1,1'-HA[(toldd A )2 A]tto|F22ZeH5(11) 0.14gS AT Ax 3, 1,4-tfo]24t
6omlel =9l F AARIV|Z 3083 FAF, 2ES 150To| 407 242750 7T, 52 A2ow
WaS ZHFE Yo wes TEAR AgdEFee =g FEEY $uE AxF #Aya=etEnyy)
(MC:HEX)E& el&3te AAsdtk. 1 A3, F3A 5 (9,9'-(5-(4,4,5,5-H EgHE-1,3,2-T}o]| SAL L E -2~
yD)-1,3-3d ) u| = (9H-7hvkE)) & 2Tk (2.3g +5).

ruOlNJ

l

SI3tE S 4 ¢ SRHE 4 (9.9'-(5-(4.6-T0]# d-1.3,5-Eg o} -2-y1)-1.3-s I ) H| 2 (9H-IH}E))

[RE-&-2) 7]

. N .
y N .-N
J L ; _N. -
= o
B | - : M
(8] = ! = N
=M i N
—k
=7tH 5 ziol= 4
9,9'-(5-(4,4,5,5-8H| Eg}w|€l-1,3 2-t}o] LA B E&t-2-y])-1,3-H ) H| 2 (9H-7}9}=) 1.55¢ (F7HAl 5), 2-
Z22-4,6-tFo]#d-1,3,5-Ego}7 0.6g, HEHI|~(EAIEAT)ZeF(0) 0.16g, 28 XElF ]-y_l,ﬂo]E
S8 10ml, HEZHS)E2FS 2mE 25 100Co| 4oz 2A 75 739, 258 Aoz Y
HSS FAAN L FEE B9UE I B, dEgd F2egoln, ditoz st A F %loAOE
$IAAE o] HANS He= 3= 42 9199 FEE 1.3g F533T.

shetE 4 AZEA (FAB) m/z 639 [(M+H)+]. H NR (400 MHz, CDCls) :69.11(s,2H), 8.74(d,4H,J=8.4Hz),
8.21(d,4H,J=8.0Hz), 8.05 (s,1H), 7.64-7.47(m,14H), 7.36(t,4H,J=16.0Hz).

SISE fAde 5 @ SIRHE 5 (9.9'-(5-(4,6-T°]¥d-1,3,5-E & o}x-2-y1)-1,3-¥d§1) H] 2~ (9H-F}u}1E))
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[0120]

[0121]

[0122]

[0123]

[0124]

[0125]

[0126]

[0127]

[0128]

[0129]

SIHSd 10-2016-0121628

NN
N CI'NI'CI NN :
BC‘, ~ N N N
N
N N
=4 5 ztgtE 5

9,9'-(5-(4,4,5, 5-E|Eg}|&-1,3 2-T}o] S AL R Zgh-2-y])-1,3-A I 2 H]| = (9H-7}u}E)  1.63g  (F7H 5),
2,4-tho] F = 2-6-7d-1,3,5-Eg| o} 0.3g, EﬂEE}ﬂ*(EFAJﬂéMN& ZeHE(0) 0.09g, 28 EERE7FR O]

E 49 10nl, HEZSO)E2FE 30mlE &% 100To] 4o 2A7HgH dFalgith. %8 2oz yl
Fubee TAAL FEE s DEEe] B, dEdl IRgels, ditor fAste] FA ¥ HFH o
= S3AAE st AN BlE W hebw 58 8% &R 1.1g 5okl

SI3HE 5 FHEA (FAB) m/z 971 [OHD ] H NIR (400 MHz, CDCl3) :869.04(s,4H) , 8.69(d,2H,J=7.6Hz),
8.16(d,7H,J=7.2Hz), 8.05(m,2H), 7.59(d,9H,J=7.6Hz), 7.52-7.48(m,2H), 7.37-7.28(m,17H).

SI3tE e 6 - SSHE 6

S 3 o= 6

9H-7hHE (0.58 g, 3.44 mmol)S 10 ml YWEEEolrlo]=o)] = 5 stol=zto]= (0.10 g, 4.13 mmol)7}
97 AA 7)F sk EFaFel AAE FAsich. 308z aket & 9] ZEkaze F3hAl 3 (0.50 g,
1.38 mmol)< 10 mlo] TiHEXFolufo]=of o] FQIEIGITE. WHEES] 255 &8 2417 ¢ &7 uwket
H ukes TR S SRt s AASGT. Ao e EHE

=60

AdsAq. HFHom SIHAAES AAste] o AFA e skt

¢

S}3tE 6: A (FAB) m/z 832 [OHD ] 'H NMR (400 MHz, CDCl3) :62.16 (s,6H), 6.43 (d,2H,J=8.4Hz),

6.83 (d,2H,J=8.4Hz), 7.04~7.11 (m,10H), 7.27~7.31 (m,4H), 7.51 (t,4H,J=8.0Hz), 7.59 (t,2H,J=8.0Hz),
7.82~7.84 (m,4H) 8.72 (d,4H,J=8.8Hz), 9.25 (s,2H)

SI3tE el 7 ¢ SFE T
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[0130]

[0131]
[0132]

[0133]

[0134]
[0135]

[0136]

[0137]

[0138]
[0139]

[0140]

SIHSd 10-2016-0121628

SUH 2 L] i =
thelsldelwl (0.93 g, 5.50 mol)& 15 ml CvlEEEohuto]=e] ke AfF dtel=glo]= (0.21 g, 8.61
mol)7b 71 Az 717 ehel Eehesze] AME Fshedvh. 3087 wEE F §le] Fehade] FA 2
(0.50 g, 1.38 mmol)& 15 ml9] TR Folufo]=o] o FQjeigivy. whow=e] 255 ¢ 8417 &<t 2
o A USE TRA 4 SRAG §AS AANAE,. DU 2y $AE TRER AP 0
Al EAR A sIEE. HEA o7 53AAES AA sl £943 =3 uAke] s 7 0.21gS 19%9] FEE o
Atk

Pt 70 A=EA (FAB) m/z 808 [(M+H)+]. T ONR (400 MHz, CDCl3) :66.63~6.66 (m,12H), 6.85

(t,8H,J=8.00Hz), 6.95 (t,2H,J=7.8Hz), 7.00~7.54 (m,4H), 7.52 (t,4H,J=7.4Hz), 7.57~7.61 (m,4H), 8.56
(s,2H), 8.61 (d,4H,J=8.8Hz)

Azd 1: AFFEF F71TFToleE Az
(1TO/PEDOT:PSS/TAPC/mCP/DPEPO: $}3+5-1/TSPO1/TPBI/LiF/Al)

o9l 1T07F T2 Fel7lae et olaxad 43S o] 8ste] 2EutelA 3083 AAauct. AA
& 1m0 ke wsbgel ARde olgstel  ®WAEE  F PEDOT:PSS  (poly(3,4-
23

ethylenedioxythiophene) :poly(styrenesulfonate))ES 60nme] 7= Y3l AFFUASTS JA A

71 & TAPC(1,1-Bis[4-[N,N'-Di(p-tolyl)Amino]Pheny!]Cyclohexane)Z 1x10 ° torre] <= slelA] 0.1 nm/sY

e g F2sle] 20mme] AEFEES JASHIT. ©o] 3, mCP(N,N-dicarbazolyl-3,5-benzene) S 1x10 torr

o] gte] dol A 0.1 mn/se] 52 Este] 1ome] Al ANEANZS FAaAT. o] T, 1x10° torrd] &
& Slo| 4] & A2E EZ =24 DPEPO(bis[2-(diphenylphosphino)phenyl]ether oxide)E 0.1 nm/s9 &$E=, 1%
3 AAYY =HE BAZA FAd 18 T FAHE SFgE 15 0.03 nn/s9) R FTAE TAE =
HEZF 30% =39 23S IJAFAC. TSPO1(diphenylphosphine oxide-4-(triphenylsilyl)phenyl)<}
TPBi(1,3,5-Eg|&(N-gld Wl =o]n|t}E&-2-d) A & 1X10_6 torre] &8 3fellA 0.1 m/se X2 Ad =2 F
Zkake] ZkzZb Snméb 30nme] A2 AN EAAFTH AAFEESTES ST, o ¥, HAAFIAREA LiFE
1x10° torre] 942 el 0.01 nn/se] $E2 ZHate] 1me AAFUES FAFAT. T F, AL 1x10
torre] &2 SlollA 0.5mm/sece] FEZ F&EFS 100mme] MAEE AT =N F7|dFto]o=s A%
. 22 A5 Ca0 F5A¢ e AW Sk E o] &dte] 2AE UEsS

AZFd 12 Z3] AFH F7dFdro)lo== 4.0 Vo AdoA Ho IxaS 24.13%2 YEhY} 53 a8 &

4e ugl

2

ol

Azd 2: AFFEF f7lLFole = Ax
(ITO/PEDOT : PSS/TAPC/mCP/DPEPQ: 3}3}&-2/TSPO1/TPBI/LiF/Al)

WYF) AQYY FUE BARA FAe 23 Bl PHE TR 23 A8 AL Adsus Azd 13 B
A PO FIIMYTII Q=S AxF T ARAAL,



[0141]

[0142]

[0143]

[0144]

[0145]

[0146]
[0147]

[0148]

[0149]

[0150]
[0151]

[0152]

[0153]

[0154]
[0155]

[0156]

[0157]

[0158]

[0159]

[0160]

SIHSd 10-2016-0121628

zd 28 Fa Ax" F71EFTol o= 4.5 Vol Al Ao FARES 254502 UER} 5 2 5
KeN e;

Azd 3: AAFEF fr]Ldroles Ax
(1TO/PEDOT: PSS/TAPC/mCP/mCP: DPEPQ: 3} 3}+&-3/TSPO1/TPBI/LiF/Al)

wg=9 Ao AdojA, 1x10  torrd ¢4 FloA T2E EFH=ZA mCPeF DPEPOE Z+ZF 0.1 nm/s9)
Srw, 283 Ad¥Y 1E B2 Pl 38 3 FHE = 35 0.002 mn/se] Hm FEAEke]
F2Ed EHEV 1% =8 $35S AT RS AYstas Axd 19 53 gHogE frdPrio)e=
£ Az & At

Azd 3& B3 AxE F71dGrie) o=t 5.0 Vo] A A Ho $AEE 11.33%= JER} $53 & E
Ae wovt

Az 4: AFFEF F71TFHo|eE Ax
(1TO/PEDOT:PSS/TAPC/mCP/DPEPOQ: $}3+&-4/TSP01/TPBI/LiF/Al)

BHZo AQYY wAE BA2A FAd 42 Fo) HHE FHE 42 A48 AL A Axd 19} F
A% wyom flATleEE Axd F WEAY
Az 48 Fo) Az F7TGTleEE 4.0 Vol AN Ao FAEE 17862 YER} $48 5% 54

Az 5: AFFF F7|TFGoleE Ax
(1TO/PEDOT:PSS/TAPC/mCP/DPEPO: $}3+&5/TSP01/TPBI/LiF/Al)

dol 55 3 W SAWE 58 AT A At Axd 13} 5

3 Alx® fF7IEFTol == 4.0 Vol Astelld Al FAtad 18.9%=2 Yehy -3 a8 54

Azd 6: AAFF F71TFGoleE Ax
(1TO/PEDOT:PSS/TAPC/mCP/DPEPO: $}3+5-6/TSP01/TPBI/LiF/Al)

d Alzxd fFr7dETol2=E= 4.5 Vo AgelA Ho FAlEE 21.31%= YERY 5% 2§ &

Azd 7: AFFEF F71TFGoleE Ax

(ITO/PEDOT: PSS/TAPC/mCP/mCP: DPEPQ: $}3+&7/TSP01/TPBI/LiF/Al)

WSS GA g lojA, 1x10 " torre] el StolA 2B EAZA mCPe DPEPOE Z+Z 0.1 nm/s9
SR a8 AAdYF EHE EZEZA @ 78 S A sEE 78 0.010 m/se] HEE 355t
S2Eo EHEV 5% E3d ETS I AS AYstae Axd 13 59 o R frddrele =
E Axd ¥ dEsigltt.
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15
90
10
52

5

=

=

H
=1 (500 cd/m2 7]5)H]&

el
=)

4.2%% ERSLTE.

[e)

aE
21.31
12.66

4
(%)
24.1
25.5
11.3
17.8
18.9
4.2

o,

o] AEst$},

TEE
¥ 1

5.17
5.93
5.27
4.8

5.62
5.91
10.0

(100 cd/m2)
4.9

g ALe 3

1518
=

AEst
0.16
0.12
0.06
0.25
0.27
0.13
0.24
0.26

o H]aLef o A

=
=

fF7|gFrole = A=

Al
A 1
Ao 2
A 3
Ao 4
A4 5
Ao 6
AAd 7

(ITO/PEDOT : PSS/TAPC/mCP/DPEPQ: 3}3+& 6/TSPO1/TPBI/LiF/Al)

H W 1:

[0161]
[0162]
[0163]
[0164]
[0165]
[0166]
[0167]
[0168]

o i T o O m N
M= E T X = R
dﬂﬂﬂ;ljlﬂ 0
= JlOL] _!1_0
o Lﬂ_A‘wd: ‘.ofwuﬁL
o s
A B
_ ~ o7 m X =K
QNrﬂ7§o ﬂ;lu
bl lﬁi‘lOf fd
o,ﬁJI,Ao:loea KO 7B
a5 U W
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