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#, olHEH % AhEelaL

7] ANFYES AFoRNE 4B FYE Fom, 44T FEAE FEe 2u, $Fomvyd A4
9 &b, WBE w0 ARl dEe] $5% AAFY D3 A, RFAA Y vl 4T
Sogolsl olBE AT, £, Yo T0R AL HRAGL, FAGOLE Erede, 9
Eepalertol e, o], ElOSY tholSAtolm, SALE, SAbthololE, EdobE, oluuE, AU
HEeh ey, dodded e, ER B3 a5 FEA, 2% A 8%E L Ak B 598 §=
A Fel gort, ool WwHHA gt

4] B AN AFERAE -HIEIAAEANE AF, M-St SBAA TR )0k, v 2 (8-3fo] =
R T e e I S L Eam—
19-8-5ho =2 A A UE)FEUE, Ee (8-Sl SRAABAGE) ZF, 2(10-3hol = BA M E (0] A
JUE)MEF, 12(10-3to] SEA MM AE LR )0kl 12T G- w el b E) FREAF, Hli(z—Uﬂ
Y-g-AEUE) (0-ZABHE) AF, 2 B-8-AF e HE) (IS L BGE) BT o, 02 (2 F-8-7
YUE) QUL ERE)2F Fol o}, ol HA wE

h=y

osh, ¥ Wl olshE F7] fstel nrk FAF WPk, @
2 o] Uigo] a7le AAdel el AARE AL oy,

[AZ]
Azd 1: FA BFFE T-1 WA T-49 A=

D FHA shgrE T-19] A=

D D
HO.B,OH D D D D
Cl._N_Cl
RN D D N
NYN + — D 0 D
Cl D D D NN D
\r
D
Cl
T1
A F97]eA Cyanuric chloride(50 g, 273.3 mmol)$} (phenyl-d5)boronic acid(34.7 g, 273.3 mmol)ZS
Eglslo]l=2F 2 1000 mlo] ¥ wyk 9 3153E9ich, o] 3 .-Jﬂﬁ?}ilﬂ °]E(113.3 g, 820 mmol)E & 113
mloll 5o FQleta FRE wurdl ¥ HEDVAEAI-EAY =25 (9.5 g, 8.2 mol)S FUsAT. 3
AlZE RS & 2o g A3 & {5 BESS Y & fU5S SRSIAT. oE tAl EREXE 1515 ml
of FYste] molx, ER 23] MF Fo fr]FS B, FEEAovES Wi wiksk & oalste] o
AS A FHEGEY. 53 FFES FEZEZEEFY A HoAH O EE o] &sle] A7t AHS F3 HASA
el wA 33E T-1(42.4 g, 58 56 %, MS: [M+HI+ = 278.1)S Al =xskqic}).
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[0175]
[0176]

[0178]

[0179]
[0180]

[0182]

[0183]
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2) FHA e 129 A=

D
©\( HO.B,OH D D
N ClI D D
I Y + s D /Np
NN D NuN
Qr

Cl
T-2

AA #9719l A 2,4-dichloro-6-phenyl-1,3,5-triazine(50 g, 222.2 mmol)<} (phenyl-d5)boronic acid(28.2
g, 222.2 mmol)E ElEZSo|=2F 1000 mlol ¥a wwt 2@ FFsCh. o] F TEFFIIRYCIE(92.1 g,
o] FQjetal e wyhek & HEfI|2EYHd-220=d5(7.7 g, 6.7
mol)& FY3HAh. 1 AI7F RS & o= A3 & /7% sielth. ol & ot
N ZREZEE 1209 mlo] F E
et & o Hste] o Mg FHSH . = |

Bl AAste] AMe) 1A gE T-2(44.1 g, F&: 73 %, NS [MHI+ = 273.1)& Azt

3) F3HA 3gt

D
e 0,00 N
D D
O N_Cl + . I;[ N ‘
T D .
D D D
D

i

i
—
N
o,
2,
BN

NN
T
Cl Cl

T-3

A BY7)elA 2-([1,1'-biphenyl]-4-y1)-4,6-dichloro-1,3,5-triazine(50 g, 166.1 mmol)Z} (phenyl-
d5)boronic acid(21.1 g, 166.1 mmol)E B EZ}sto] =252 1000 mle] YL wyk @ SFagrt. o] & XE
HILH WO E(68.9 g, 498.3 mmol)E & 69 mle] o] FYsta 2Ee] wyld & HEHIAEHH - AT w
Ze}E(5.8 g, 5 mmol) & FYSATE. 3 AIZE b T Ao A9 T fU5 ESS BY ¥ 5SS
Faltt. o] A FEEXE 1156 mld T3t = % 3]

navlEs Wil wukgk & o #ste] o s e FRIAATY. w59 SEE
o] &3t A7t ARAS S3 AHAst A g
Az .

d

=
2
o
bl
i
T
w
5
S~

O HO.B,OH D D
N Cl D D O
O YT 4 —— N
NN D D D NN O
Cl Y
Cl
T-4

i BQ7)A  2-([1,1'-biphenyl]-3-yl)-4,6-dichloro-1,3,5-triazine(50 g, 166.1 mmol)%?} (phenyl-
d5)boronic acid(21.1 g, 166.1 mmol)E HE#sto]l==ZF2F 1000 mle] Yir wyk 2@ 3F3k9ct. o] & xE
G7FEUO]E(68.9 g, 498.3 mmol)E & 69 mlo] o] F{Igtal Fs] wyhdh $ HEV|AEYHd-E0 %
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[0187]
[0188]

[0190]
[0191]
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)
T
oo
=
o
rlo
(o

Z9}5(5.8 g, 5 mmol)% FA3kAtk. 3 Al
Fatelth. ol& thA 2EXE 1156 mlel FY3h
FaMlgS ¥al akE ? o Fato] o Hg 7t .

o] &3t A7t AHAS Sl AASt Mo 1A SHE T-4(44.5 g, T&: 77 %, NMS: [MH]+ = 349.1)
A z=3kd )

M‘J

J

AZd 2: A AFE sub 19 A=

B |
©\(NY© N__N
I + —_ >
N__N
Cl
=

A -] 7] o A 2-chloro—4,6-diphenyl-1,3,5-triazine(30 g, 112.3 mmol) 2} (3—0hloro—4—
fluorophenyl)boronic acid(19.5 g, 112.3 mmol)E H|E&}slo]|=2F & 600 mlol] ¥ vt 2 373},

EL o]
T FEEIIE YOI E(46.6 g, 337 mmol) S & 47 mloll o] TYstu FE3] wdlt F g Ea}ﬂiEa»ﬂé—E
29 =ZEHE(3.9 g, 3.4 mmol)S FYFAT. 1 A ¥ & Feog 23] & f{U|5Y E5S By F #7]
S THEATE. olF tA] SEEEE 811 mlol TS5t Folal, E= 23] Al Fo {§71FE FEEte, T
FEa S 9a wie $ ogste] o RS I SRIAT. 5% FFES SEZEEN ddokY
o|EE o]&ste Augt AflE & At dMel 1A FFE 1-1(26.4 g, FE: 65 %, NSt [MHH]+ =

N_N
—_—
c I
F
1"1 1_2

A B9 e 1-1(20 g, 55.4 mmol) ¥ ¥ A(HUFEE)LRE(28.2 g, 110.8 mmol)S Diox 400 ml
Yy wHk g %aomr o] 3 FElFOEIOIE(16 g, 166.2 mmol)E T8t =83 wurst & Tty
=

Feow A% & {U5E "”3*%3]0}04 e Xﬂﬂ Els fﬁ AR G712 275U, o2 A FRES

R, = o

251 mloll Fste] wola, R 23] A Fo f7]5E Eosted, F3rvladlas @i adkgk § o

Fsle] NS 7Rl =H3IT. =3 B ZZIYEY JEAZAS B AN 1A EE 1-
2(22.3 g, 558 89 %, MS: [MHH]+ = 454.2)& A)=3}¢ o).
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[0193]

[0194]

[0196]

[0197]
[0198]

[0200]
[0201]
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A0
NN b D D D
+ @\TN\ D —> |N\ 5
0 NN D
F sz< Cl

"2 T2 Sub 1

A B7)oA 32 1-2(30 g, 66.2 mmol)et BHHE T-2(18 g, 66.2 mmol)Z E|Eglsto]| =2 600 mlol
g Rk g gFeglet. o] & FEHE7IRUIC]E(27.4 g, 198.6 mmol)E = 27 mlol| o] FYstal FLe] i
wal & P EIAEYHI-ZTAY =2 5(2.3 g, 2 mol)S EASFAT. 3 A7t ve I AQeozw A3 T
FET B5e BY F H15e THAUG. o8 ] FRIZEE 746 nlo] FYste] Holu, B 28] A
3 Fol §715 Lelste], FEAWUGS dn Wk F olastel o2 Bk FRAAG. HEW o
F2g 22EE ddoldEo|ER ol sl ek ARG Ba AAS Bl wA SFE sub 1(20.5
g, & 55 %, MS: [MHII+ = 564.2)& A=z3At

@\( p HO....OH @(Nﬁ
N B ]
S + /©/F - NN
N__N
F
E ° &
cl

2-1

A -] 7] A 2-chloro—4,6-diphenyl-1,3,5-triazine(30 g, 112.3 mmol) 2} (5-chloro-2-
fluorophenyl)boronic acid(19.5 g, 112.3 mmol)E H|EZ}sto]=2F 2 600 m
F FEMEIIRUO|E(46.6 g, 337 mmol)E & 47 mloll Fo] FYsta FE3
P oz A

2
Ll
=
=
z

A= EE(3.9 g, 3.4 mmol)S FYSATE. 1 A7 vk F AR 23] 7158 E5S 28 F #7I

< THIAG. olF v FEZZEE 811 mlo Tt molxa, BEE 23] M T fr|5E FElsid, F

FEaul v ES Y wikel & Aste] o Ag 7S SREAGY. w5 SES FZ2 X5 ool H
8 T

KR
O|EE o]&sto] Hert Ade Sl AAstel A 1Al seE 2-1(30.
)

2-1 2-2

A BY7)olA 31eE 2-1(20 g, 55.4 mmol) ¥} 9H-7}9FZ(9.3 g, 55.4 mmol)E AL# 400 mlel] YL ayh
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2 gFedh. o] F UEF HME-FEAl]= (16 g, 166.2 mmol)S FYst SE3] whks F H|A(Ee
EM e - e E2) 2325 (0.8 g, 1.7 mmol)S FASIATH. 5 AIRE Wkg § 2o A3 & A" nAE o
ettt LAE FREEE 844 nloll TSI FHola, R 23] AlF Fo §7)5E Eeste], FEEiivia
Has Wi ugkd § ojatete] of s ¢ SRANY. 55T SEs FREEEN AHHEE o
gsto] A7k A9S F8 AAlste] fAMe]l 1A shebE 2-2(20.8 g, & 74 %, MS: [MHHI+ = 509.2)& Al
=S

2”0

nl
th. o] & EERFORAEHIOIE(11.3 g, 118.1 mmol)E T8k T3] wwigh § Fehgriide
_frz
=1

93\
ZEE(0.7 g, 1.2 mmol) ® EGAIZFEIAEAA (0.7 g, 2.4 mol)S FJAT. 7 A S

Hol Al 3
deow A7 ¥ £71%% AuAed Ae A @ F AUW 4715& FRAQT. olF oA Fzex

178 mlol Fqiste] Hola, B 28] A Fol §715% Belshe], PRl a&S i W F o3
o ojulg U ERANUG. HP sHEe 2zevew dueddds B A4 wA HTE s

2(14.4 g, & 81 %, MS: [M+H]+ = 454.2)& Axsgit)h.

Az 4: FA BGE sub 39 Ax

Br 0.0
B
—_—
Br
F 50
F O
3-1
A B 7oA 2,4-dibromo-1-fluorobenzene(50 g, 98.4 mmol)e} H|A(IYUZFHE)YRE(50 g, 196.8 mmo
1)E Diox 1000 mlol @i wwk % 3tF&v)l. o] & FelrolAE|o]E(28.4 g, 295.2 mmol)E FYsl =&
5] wwkek & ol dolESde5(1.7 g, 3 mmol) E EFYAEFEIAFEAT (1.7 g, 5.9 mmol)S F
ARk, 3 AR NS & Ao 2 A3 T {U15S EAZSY 9& AA ¢ & ZdYR F715S SHIA
o}, o]&5 THA] S22 EE 343 mlol T35t wmola, BER 23] HFH Fo §75E EEste], F43kvtay
FS Ya wid 3 oygsie] ofdS At SRS, w5 JFES FEEXEY JduE2AAEHS FI 3
Aol 1A #3HE 3-1(30.2 g, & 83 %, MS: [M+H]+ = 349.2)& A|xs}3T}.
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[0210]
[0211]

[0213]

[0214]
[0215]

[0217]
[0218]
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R ox

s P — Bk

3-1 T-1 sub3
D

A4 EA7I0AM s 3-1(30 g, 86.2 mmol) 2} 3FEE T-1(23.9 g, 86.2 mmol)E ElE&so|=2ZF & 600 ml
of Yx myt @ 37t o] F TEGFIIEUOIE(35.7 g, 258.5 mmol)E & 36 mlol Fo] Tdsta FE-3
aEksk 3 HEgGYAEYAY-2A9 2253 g, 2.6 mol)S E%‘o}cﬁt} 1 A Hbs & J2oz 23 &
7158 E5S 28 F f715S SHSAGT. olF v SREXEE 997 mlddl Tkl Folal, =& 23] A
] o f7|TE wElstel, FEAntadEgs Wil wikst § oaete] oqNg et SRS, 5% g
GBS FREIEN oﬂlaow Elol E o] g3t Ayt dHE T AHASte] A uA| FFE sub 3(34.4

Az 5: F7A SFE sub 49 A=

D D D
D D HO. 5.OH N@
N F b b
D Ny + /©/ — D N_N
N N o

Cl
T-2 41

A B9 7)ol A 5}%% -2(50 g, 183.8 mmol)$} (5-chloro-2- fluorophenyl)boronlc acid(32 g, 183.8 mmol)
= HEZGSo=E2FH 1000 mlo] ¥ wwk @ sF3T. o] 3 ZEGIIEUOIE(76.2 g, 551.3 mmol)E &
76 mlel = 115—%13}1 o] wyhgt & HES|2EYAd-220 =35 (6.4 g, 5.5 mol)& FH3AT.
3 AIZE REE & Ao ® AY & fUsH ESE EY F fUISE SRS, olE tA SEEXEE 1346
mlel] T3] Fola, ER 23] MFH Fo f{r|TS EHste, FeEibatavas ¥ whkgl & o sl
oAdg I SRS w5 SES EEEZEET JdolAEHolEE o]&ste] AHEFt AHAS F3 AAS)
of Aol A s5hE 4-1(41.7 g, & 62 %, MS: [MHH]+ = 367.1)& A1 %33it).

A B97]o)A 3= 4-1(20 g, 54.6 mmol)$} 2-phenyl-9H-carbazole(20.0 g, 54.6 mmol)S AL @A 400 ml
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[0220]

[0221]

[0223]

[0224]

[0225]
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of Wa i R BFRAAG. o F UEF HMI-FHAIS(5.8 ¢, 163.9 moD)F FAFN FEI Wy

o HA(ER) HAPEADBAFO.8 g, 1.6 mol)S FUFAL. 1 AT 5 F Ao AT F A4

A4 TAE AT, AR FREE 966 nlol FASt] molm, B 28 AH Fol £71%8

gelel, PR LNGE Y w F Al GAE YU SHAUG. 5T AYEL FRnxD
- .

0._0
Cl D B D
D D D D
N | N\ D e - N N\ D
Oy © O~y °
4-2 Sub 4
A BV A e 4- 2(20 g, 33.9 mmol)¢} H|A(I Y E )R E(17.3 g, 67.9 mmol)<S Diox 400 mlol
Dy wyk @ 373, o] & ZEFOIAEIOIE(9.8 g, 101.8 mmol)E Fsta ZE3) wukst & ZabEr
WA ol EZ225(0.6 g, 1 mmol) 2 Exj/]i\]%iﬁ‘“‘ 23(0.6 g, 2 mmol)S FHPG. 7 A g £
ooz A% T f75E dHAYSIY A& AA ¢ F AR fUISS SFEISU. oF ] FREXE
231 mloll FJ3te] =ola, BER 28] AF Fd fr]|5S s, F53ieliadaes 9 wnkst & o335

et
AZd 6: A BAFE sub 5y A=
D D
D D D D D D
D D D D HO. . .OH ] N ]
|
D N p * /@(F — D N_N D
D NoN D N i
Cl
cl
T1 5-1

A E7loA 3EE T-1(50 g, 180.4 mmol)®} (5-chloro-2-fluorophenyl)boronic acid(31.4 g, 180.4
mol)E ElEgsto] =23 1000 mlofl ¥ Rk 9 [T, o] & XLEREFFIHUC|E(74.8 g, 541.3 mmo
DE & 75 nlo] =9 F 83 wnkdt 3 ey~ d-E29) =225 (6.3 g, 5.4 mmol)é %%‘
shaltk. 3 AIRF Rk § Ao R A~

£ 1339 mloll FL3} &
Hahe] oo 3 : o

AAste] 2ol 1A F3HE 5-1(39.5 g, & 59 %, MS: [MHH]+ = 372.1)& A|Z3F3UT}.
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[0230]
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Cl

O o
z..:<< o
4
:<<’ @)
o o

+
T
o
o o

Cl Q D D

5-1 52 P

Aa 91714 85HE 5-1(30 g, 80.8 mmol)9} 4-phenyl-9H-carbazole(30 g, 80.8 mmol)E =+ @ 600 mlel
Qi awgk 9 SHRESith. o] & UEH EME-F5EA]=(23.3 g, 242.5 mol) & TSI FEI| wnkd &
2~ (Eg B RE A BebE(1.2 g, 2.4 mol) S FASIT. 1 AR v F d2oR Ae F A4
AAE AHEGT. DAE FREEE 1441 mloll FYste] Fola, BE 23] AFH Fo f7]15S Eestd, ¥
FEadES Ya wwek § ofaste] oqog ek FRIGIT. 5 AFES FRZEFI] oA
o|EE ol&sto] Ayt AHS T AAste] Aol 1A sIE 5—2(31.2 g, & 65 % MS: [MH]+ =
595.2)& Alzsh3lth

o Lo 30
O . D

52 sub5 D
A B9 7oA 3gE 5- 2(20 g, 33.7 mmol)¢} H|A(IUYFHE )R E(17.1 g, 67.3 mmol)Z Diox 400 mlol
Y wHk 9 FFSQl. o] & ZEFOEHICIE(9.7 g, 101 mmol)E FYE TS nRke & syl
Aol EZEH5(0.6 g, 1 mmol) F EZAIZZIAAFXAF(0.6 g, 2 mmol)S FHJ3ATE. 5 AIZF vk & 4
o2 A3 5 {V5E dHAZSIY] HS AA & F Y fU15S SHREUTE. o8 ] EREIEE
ZQmPﬂgﬂa@‘%ﬂl,%i2§‘Vq?ﬂ‘%W?%%ﬂﬂ@,T?%ﬁﬂlﬂﬁ%ﬁéﬂﬂﬂﬂiiﬂﬁﬂ
o] ofols 7 FFET. 5 JIgES FEREIEY JqEAAAHES T Mo uA FFgE Sub

5(13.4 g, & 58 %, MS: [M+H]+ = 687.4)S AZ3A ).
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[0233]

[0234]

[0235]

[0237]

[0238]
[0239]

Axd 7: = 19 A=x
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N\

D N 7~
D
D D H D D
N -0 ’
N D '! .CN\ N D
Sub 1 Compound 1

A B 7)oA 3gE sub 1(10 g, 17.8 mmol) 2} 9H-7}¥}(3 g, 17.8 mmol)S tlo|wWEl ¥ Eolulo]= 200 ml
of Yi wyHk 9 FAFIATE. o] & YEF HAMI-FEA|=(11.3 g, 53.3 mmol)E FYsta Fws] kst
% v (Eg BAME-REIZAe)ZeE(0.3 g, 0.5 mmol)% =olglodtl. 6 A7 vre T AL om A3 T &
715S dEAZste] 98 AA & F A3 {4715S FHRIAY. o U] EREXEE 126 nld FYst]
Zoli, E= 23 AF Fd /75L& s, ’%—’F%”*}“PJH]%Q Y wHkek & ojFste] o AS ek F
Tttt w53 IFES SRR EET dPolAH | EE o]&ste] AEIt ARE S AASIe] = 1A
e 1(7.2 g, =& 57 %, MS: [MHHI+ = 711.3)& A xS},

Compound 2

A2 97194 sHeE sub 1(10 g, 17.8 mmol)JJr 1-¥d-9H-7}8}=(4.3 g, 17.8 mmol)S tlo]HE £ Eo}n}o]
T 200 mlel Wi wuk g BF5HQlth. o] & UEF HME-F5A0]=(11.3 g, 53.3 mol)E Tt Fi9
A T oRA(Eg BHAY-FEEAM)ZTEE(0.3 g, 0.5 mmol) S FAATH. 7 A7 9kE F AL ow 23]
T #7115 A 95 A ¢ F e {fU5E FHREAT. olF tA FEEEXEF 140 nldl F4
sto] o, TR 23] AlFH Fol fFr]SS wyste], Feaintavias Wi uwkgk - ofdsto] of g 3
o SHSAT. w53 AP ESs SEEEEI dHoHEHolEE ol &ste] HEgt AdE S8 BAste] =T
oA FE 27.7 g, & 55 %, MS: [MtH]+ = 787.3) A x&}%).
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[0241]

[0242]

[0243]

[0245]

[0246]
[0247]

ZIHSd 10-2020-0063076

Az 9: = 39 A=

Sub 1 Compound 3

A2 97194 sheE sub 1(10 g, 17.8 mmol)JJr 2-3d-9H-7}u}2(8.9 g, 17.8 mmol)E tlo]WE E Eolm}o]
= 200 mloll ¥ar wyk 2 skFEgr). o] 3 YEF HAMY-FEEALO]=(11.3 g, 53.3 mmol)E TR FEI
WHke & B A(EY HAME-FEEA3)ZEE(0.3 g, 0.5 mmol)S FHEATH. 4 A e T Ao g A3
T fUIsS dHAgste] 48 AA g F Azl %71%% SR, ol vA ERZEE 140 nlol] £
sto] o], 2 23] AlF Fo §V|ES s, FE3Abvavles 93 wwket & o 3ste] ofHE 7
& FHRAT. 55T =S FEEEEFH AdHoMHCIEE o] &ste Augt AHE Fl BAS =%
2x 3HHE 3(10.9 g, & 78 %, MS: [M+H]+ = 787.3)S A|=x3}9ith.

P

Sub 1 Compound 4

E
H:
uli
O
9
o
=)

=714 3k3bE sub 1(10 g, 17.8 mmol)hL 3-#d-9H-7}8}2(10.7 g, 17.8 mmol)E T}o

200 mlo] ¥ wyk 2 {39k, o] T UYEF HAME-REEALO]= (11.3 g, 53.3 mmol)E

WHES & A (EF EAE- HEHMJ)J*E}H(O 3g, 0.5 mmol)S FY3ATE. 6 A7 wE

< =< fﬂEixMoM s AA & F A {UI5E SR, ol o] FEEXEE 14
2~ O

O
[ B>
M

ol

=

o ¥ Hm > Mz
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[0249]

[0250]
[0251]

[0253]

[0254]
[0255]

ZIHSd 10-2020-0063076

Az 11: SFFHE 59 Ax

Sub 1 Compound 5

X
LI
i)
b
uli
e
=)

hinss
ol
Qo
k]

mle] Y3 gk % $FSAG. of F UEF HHeE-PEACE (11.3 g, 53.3 moDE F
@ F sy HAY-FLEA)BF0.3 g, 0.5 mol) FASHAT. 5 AF g F
= = =
o = h=3

o
ox
rfo

o2 B o
oh flo =& U of

A71elA BgE sub 1(10 g, 17.8 mmol) ¥} 4-3'd-9H-7}0}E(12.4 g, 17.8 mmol)S tlolw|
0
L.

ol

o ¥ Hm 1 Mz
rd o o
ofi
o
s
I
29,

Al 22X E 16

R
El
)
S
o
)
:\L
o
Qo
£
_& o

e D D: D H D;i;D
. N .
F NI '\i\N D 0 + Q Q O O Q N f\;’i(\N D
s oG
Sub 1 Compound 6

=

Feor A9 F {715E AEAste] 9& A & F AU f715E SR, olF T FREXE
153 mlol FSiste] soja, &= 23] AlH Fo §7]5E Felste], FERAdvtavlaSs Y wukg § ofts)
of g et SRS $FY FF{ES FREEEI dEoMHIES of&ste] et APS T A

Aste] wieo]l 1A 33E 6(11.6 g, &: 76 %, MS: [MHH]+ = 863.4)& A|Z3}SIT).
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[0257]

[0258]
[0259]

[0261]

[0262]
[0263]

ZIHSd 10-2020-0063076

Az 13: FFHE 79 Ax

v ®

Sub 1 Compound 7

A B97]oA 3gE sub 1(10 g, 17.8 mmol)¥} 3,6-diphenyl-9H-carbazole(5.7 g, 17.8 mmol)S Ttlo]wW &
EFofutel= 200 mlel Wi wyk 9 FHFEGT. o] & UYEF M -F5A0]=(11.3 g, 53.3 mol)E FY
st Fas| wykel & W A~(EF HAE-FEEA)EEE0.3 g, 0.5 mol)S FYsATE. 3 A7E wkg &
FeoR A7 & §715E FEAYS 95 AA & F ZYxl /U5E SR olE ] ERERIEE
153 mlell F{iste] wolar, B2 23] AlH ZF | f715S wEste, Tl adss 9a wwkgt & o] #s
o] oS et FHIAT. 53 FFYES FEEIXEY o HolAEHo]EE o]&sle] AYyt AHS Ea A
Aste] w=®ol 1A FE 7(10.9 g, & 71 %, MS: [MHHI+ = 863.4)S A=} .

Sub 2 T-2 Compound 8

A B97)oA 3= sub 2(50 g, 83.3 mmol)$} 3}gHE T-2(22.7 g, 83.3 mmol)E ElEZslo]=2F < 1000
mlol ¥ mwwk @ SFaPrl. o] T FEHFIIR U] E(34.5 g, 249.9 mmol)E & 35 mlol] Ho] Fdstu 8
3 wHkgk F g EDV|AEYAI-EA9 =25 (2.9 g, 2.5 mol)S FYEITH. 3 A kS F geow 4
g 3 {5y ESS FE F AUISE SR, olE YA EEREXE 1183 mldd] FY3 Foli, ER
23] Az T 7158 B, FFEimlavas 9a wnkdt & ojyste] oA 7t STHIIGT. &
g SFHES SRR EET JAddolMHCEE ol &t A7t AHS T3 AAste] Al 1A sFE 8(39.6
g, 8 67 %, MS: [MHI+ = 711.3)S A|Z3& .

_38_



[0265]

[0266]
[0267]

[0269]

[0270]
[0271]

Az 15: FFHE 99 Ax

Sub 2 T-3
EAPAN
mlol] ¥ 5

AZd 16: FFE 109 A=

2 % °o]-& OM A7t
g, T8 66 %, MS: [MHH]+ = 787.3)% A|=xslqiT).

—_—

7oA 33E sub 2(50 g, 83.3 mmol)$} 3}HSE T-3(29 g, 83.3 mmol)S
Yy wak @ [T, o] § XERFIIHUOIE(34.5 g, 249.9 mmol)E =
3 wksl 3 HEDIAEYHI-EA9=ZeE(2.9 g, 2.5 mmol)

= =

5% 29 ¥ 138 TR o8

=S

Compound 9

& TS, 3 A%

Al 22X E 1310 mlel

WA elaste] ooy

A4S F3l AAste] A

Sub 2 T-4 Compound 10
Az BY7)o)A 33E sub 2(50 g, 83.3 mmol)9} 3FHE T-4(29 g, 83.3 mmol)E El
mlo] Y wyk 2 3Fat9th. o] 3 LEEIIRUO|E(34.5 g, 249.9 mmol)E = 35 ml
3] ankel & HEHI|AEYAd-Ea0 s3T5 (2.9 g, 2.5 mol)S FYlTh. 3 ARt
7 3 frsY ESS FE F AUSS SR ol tA EEEXE 1310 m1°ﬂ
23] AlF Foll {715 FEste, bl avas Wil ankgk § ofasie] of 9
3 eSS FERIEY 011%0}%%]1211°]E~ olg3le] Ayt ABVL £ xgxﬂ%}oq

)
=
=
%)

10(61.7 g, & 7

_39_
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[0273]

[0274]

[0275]

[0277]

[0278]
[0279]

ZIHSd 10-2020-0063076

Az 17: JFE 119 Ax

sub 3 D Compound 11 D 5 D

7)ol A 3+ sub 3(10 g, 17.3 mmol) 9} 9H-71M}E£(2.9 g, 17.3 mmol)S tlolWE E Sojnjol= 200
WPk 2 BFEGT. o] F UEF EMe-FEAO|=(11 g, 51.9 mmol)E T8kl FEE] wyksk
HAZ-2Edx23)Ze25(0.3 g, 0.5 mmol)S& FHJ3IATE. 6 A|ZF ¥k & 2oz 23l
%E]o}O% AL AA B} F Ay F715S FHEFT. o) vA] FEREXE 149 mldl £
xﬂ Foll §715S w8, FrEdartadlEs v wnkgk § o 3ste] oJAE
S EEREXEN odotAHCIEE o &3t Hyrt AfS S BA S =T
, MS: [MHH]+ = 863.4)& A|x33IT).

o
r

off & o

}_

and ol

o

)

al

OFHH‘“_YE
oty
4

o & ]
&)
—
=

D D
D D
D D D D D:@D(:/\@[D
N
D ’NI D DD ',NDD
D NN D
D D

D
D D
sub 3 Compound 12 D

A B9 7oA & sub 3(10 g, 17.3 mmol) e} 2-3d-9H-7M}=(4.2 g, 17.3 mmol)S tlo]u € ¥ S olu}o]
A= 0

T 200 mlel ¥ wyk g ARGk, o] & YEF HAME-F5ACI=(11 g, 51.9 mol)E FYIHaL Fi9|
wEkgk & uja(Ey gHMY-REZAl)Z2ebE (0.3 g, 0.5 mol)S FUEATH. 5 AR Bk 3 Ao w 23]
F f715S ZEAS Y 95 AA ¢ = Azl vﬂ%% SR, o= A FEEIEE 139 mloll £
sto] mola, ERE 23] AlFH Fo §75S ®Byste, FEibelvlas Wi wgkek § ofdete] o g 7
o SHSAT. w53 SFEs SEEEE dHoHEHolEE ol &ste] Hugt AdE S8 BAste] =T
1A e 12(7.8 g, & 56 %, MS: [MHHI+ = 802.4)S A|x&%tt.
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[0281]

[0282]
[0283]

[0285]

[0286]
[0287]

ZIHSd 10-2020-0063076

Az 19: FFE 139 Ax

D D
5 b D b D D D D
5 N 5 D Ns D
I Z
D Nau D H D NgN D
D N D
Yy - (O . PP
+
N N
3 D N D
F N<_N D Q O N
D D a
D Y D O 5 5
sub 3 Compound 13 D
A B9710A 33% sub 3(10 g, 17.3 mmol)$} 3-#L-9H-71¥+E(4.2 g, 17.3 mmol)S Tho]W| €& EEo}m}o]
200 mle €3 Rk 2 EF3AT. o] & YEF HME-F5AOI=(11 g, 51.9 mmol)E FYst F3]
WPk T oRjA(Ed Ei*%ﬂ—ﬂgiéfﬂ)ﬂﬁhzr(o.s g, 0.5 mol)& FYskglth. 7 A|ZF 7H-g & o= 2%
T f715S A dS AA & F Y fUIsS SFSS. o8 v FEEXE 139 mldd FY
Sfo] molal, B2 23] M T %71%% sl Fe3abelavas Wi wNksk & ojsle] ofdls 7t
o SHINHT. 5% 3PS ER2XEY dHoMMH O EE o] &ste] A7t AHS T3 GAst] =Fe
1A 33L& 13(10.4 g, F&: 75 %, MS: [M+H]+ = 802.4)& A =3s}gith.
Az 20: 3FE 149 A
D D
D D
5 b D 5 D D D D
5 N 5 D Ns D
4 | P
D NoN D H D NeN D

N NS
F NoN D Q Q O NN b
D D 5 D
b D b Q D D
D
sub 3 Compound 14

#7114 sub 3(10 g, 17.3 mmol) 9} 4-Fd-9H-7}0}E(4.2 g, 17.3 mmol)S Tho|HEE Folmlo]= 200
ook g BHFIGT. o] & UYEF EIMY-FEAOI=(11 g, 51.9 mmol)E T3}
F Aa(Ed gMg-Fex23)28H5(0.3 g, 0.5 mol)S F43ATH. 6 AF wS F AL
S e APt 98 AA & T Ay {U5E FHRIULY. olF ] EEE
i, B2 23] AlF Fd §715S sk, %?ww}:mlga Y ugkek
ittt 5% S ES FEIZEEY dHolAEHCEE o835t Myt AYS E3
14(10.3 g, S8 74 %, MS: [M+H]+ = 802.4)% zﬂ o=

5] wHksk
2 43
139 mlo] &<
Fo] oAds 7He

H
Alste] wgre] a1z

ok

1oH

4@1 .
1

&)

o

off & o

5
u\m

}_

and ol

flio

& 9
)
ol

ot

=
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[0289]

[0290]
[0291]

[0293]

[0294]
[0295]

[0297]

[0298]
[0299]

ZIHSd 10-2020-0063076

Az 21: FFE 159 Ax

A 7)o A 38E sub 4(10 g, 14.7 mmol) <} 2—bromo—4 6-diphenylpyridine(4.5 g, 14.7 mmol)E HE=}
Stol= 2 F & 200 mlo] ¥ar wyk W F3¥T. o] & FEFIIEYCIE(6.1 g, 44 mmol)E & 6 mlo] =

o
oo

Foleta i wwdt & HEHV|2EAd-2 292245 (0.5 g, 0.4 mmol)E& FHEATE. 2 AZF

T Aeor A3 3 U EFS BY F fUISES SHIIST. ol vA] FEEXEE 230 mlo FHYsHA
Folal, F2 23] AF Fo {U|5E wEste, Fedimtavlas Wil wnkek & o fate] of s At F
FaAn. 5 AFES FREEEI dEHo MBI EAEAAL Bl o] 1A 33E 15(8.9 g, & 77
%, MS: [M+H]+ = 785.3)% A|F3s+Ath

Sub 4 Compound 16

A B 7] 33HE sub 4(10 g, 14.7 mmol) 2} 2-chloro-4,6-diphenylpyrimidine(3.9 g, 14.7 mmol)Z ¥
Eglgfo] =2 FE 200 mlol Wi wRk P FFIIGITE. o] & EEMFIIHEUIOIE(6.1 g, 44 mmol)E E 6 mlol
o] £Qlglar FH3 wuks & HEGVAEYHAL-EA9 =25 (0.5 g, 0.4 mmol)S FYeTh. 3 AzF wt
T F AR A3 T {§UIsH 258 Y F fUI5E SR ol ] FREEF 230 mlell st
of wola, B 23] Al Fo f715E wEste, Feabetavlas ¥ wwkek § ofiate] of s gt
SHett. $5% IFES SEEZEEY dHoEH o EAAAR S Fall =Fe] 1Al et 16(8.5 g, FE:
74 %, MS: [M+HI+ = 786.3)& A =38+

Sub 4 Compound 17

A2 27 S sub 4(10 g, 14.7 mmol) @} 2-chloro-2,4-diphenylpyrimidine(3.9 g, 14.7 mmol)E H]
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[0301]

[0302]
[0303]

[0305]

[0306]
[0307]

ZIHSd 10-2020-0063076

EgslolE2 Fe 200 mlo] €1 wat 2 3F3eT. o] T YEMEFEIIRUICOIE(6.1 g, 44 mmol)E E 6 mlo] =
o FYstal i wRkgk & HEDV|2EAd-229 =25 (0.5 g, 0.4 mmol)S F3TE. 1 AZF Wb
& F AoR A7 & U 255 v ¥ fU15E SR, ol vAl EEEXEE 230 mlol Fs)
o Foli, B8 23] AlF Fo {F7FS FHste, ¥ avles 9 awdt & ofiste] o ds 3t
SHEAT. 5% AFES FEEXET dEHAHOEAZA S Tl =79 1A = 17(9 g, FE: 78

Az 24: 33FE 189 A=

s L O
IS e N

0 e ba L
EDZ ]é

O

sub 5 Compound 18

A BV A sub 5(10 g, 14.6 mmol)} 2-chloro-4,6-diphenyl-1,3,5-triazine(3.9 g, 14.6 mmol)E HE
ghslole 22k 200 mlo] Y wyt @ 3ESQTE. o] & FEFIIRYOE(6 g, 43.7 mmol)E E 6 mlol] =]
Fdsta 88 wRket & HEGV|AEYud-2 A0 =225 (0.5 g, 0.4 mmol)E FYIITE. 3 AlZE Wk
T AR AY T f§UIsH 255 £ F IS E SR, ol o] SEEXE 231 mldl FYske]
Tola, E= 23 AF Fd f7FE s, Feibnladas €1 wRkg & ojsle] o ds 7 &
Folglth. w53 SIgES S22 EY AHoMHOEAAY S T3l =39 1A SFE 18(8.5 g, & 74
%, MS: [MHH]+ = 792.4)& Az}

sub 5 Compound 19

A B9 7]o A sub 5(10 g, 14.6 mmol)<} 4—chloro—2 6-diphenylpyrimidine(3.9 g, 14.6 mmol)= H E#}3}o]
E2FE 200 mlol @i wyk @ 53T, o] & FEMFIIEUCIE(6 g, 43.7 mmol)E & 6 mlol Ho] F
Hd-F 29 =225 (0.5 g, 0.4 mmol)S FY&AT. 2 A7 w2 & AF

shal FEe] wRkgk § HEHDIV|AEYS

o A% F {5 BT Y F fUTS TR, olF v SREXEE 230 mlo FYste] o]
i, =2 23] AF o §715S Byste], Feaviavla s Wi wwkst & ojele] o ag 7k SRS
ATt FHE AFPES FERIEEY Ao MEEAARS T = 1A FE 19(8.6 g, FE: 75 %,
MS: [MHH]+ = 791.4)S A=zt
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b

gul

3

2]

E 6 mloll =

=]

=
o]
i=]

=

o=z A

[e]
oJAF(Millipore Co.)

=

10-2020-0063076

Pk, 1 AzE
& 230 mlell F

Q] 3§
3L

ME S
1A FIFE 2009.2 g, FE:
2

=

el
=)

(6 g, 43.7 mmol)

A

1=

Compound 20
(0.5 g, 0.4 mmol)S &

Zhr o]

P

o
=
o

=
=

£}
g}

:_:_TL_
ITO

g
=

] =

b

-¥
3

DEESSEE !

1=

H]

SEC TS

M AH(Fischer Co.) A&ES AM&

= 22z SFTFE AR

o

=

)z

L

L

olm, A=

[M+H]+ = 791.4)
El(Filter)® 2

sub 5

i
=

Slol= 2 F ¢ 200 mlell @il uwk

S
%, MS:

a}
[AA]
ARl 1
ITO(indium tin oxide)”} 1,300 A2l FA=
=
Al <]

E
-1

A B7o A 3+8E sub 5(10 g, 14.6 mmol)$} 2-chloro—4,6-diphenylpyrimidine(3.9 g, 14.6 mmol)

Az 26: SFE 209 A=

=]

[0309]
[0310]
[0311]
[0313]
[0314]
[0315]

B o
No

- No

FAZ

50 A9
250 A9

KeN
=

t71 shebE HI-1

S

5w A5 9ol
A5 Al

ITO
5

il
ps

3
T

7)) ol

[0316]

44:44:129]
250 A9 7

98:20] FH 2 7

[e)

=

[e)

YGD-1

=

=

E

Li

=)
=

12
t71 5= ET-1

al o
=

o

3 F3st] AAAA

+71 $3h= ET-2

]

L

°

s

at7] 3Heh= YGH-1

[<)

50 A FAR
— 44 -

=

=

at7] shetE HI-2

[<)

el

{313
-1

3Fo] 400 A FA9 w3

[<)

Z}
=y

tol 100 A FA9] ARF

°

Z}
=y

THHZ FF
=
[<)

ar
o



[0317]
[0318]

[0320]

[0321]

[0323]

[0324]

HI-1 HT-1

A0l BANA 7150 FHEEE 0.4 ~ 0.7 A/secE: 4

3, dFuFEL 2 Alsecd TF SLE

SIHS3 10-2020-0063076

YGD-1

ET-2

o

Aedon, 24 AFEE 1 X 10 ~5 X 10 torrE FA8AT}

221
3
£
—
pih
221
3
£
[\&}
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[0325]

[0327]

[0328]

[0330]

[0332]

ZIHSd 10-2020-0063076

CE1 CE2
[23]
A7) AAe] @ ool A §7] @ 222 10 mA/en'®] AF AEAA AUT G ST, 50 mA/em
o] AF WA S FAHste 1 A3E 7] # 1o YeRA. olul, LTese= 7] 3= i8] 95 %7} =
= AZHE 9ugit,
X1
st E kW) F8(Cd/A) R =4 (hr)
(@10 mA/cmZ) (@10 mA/cmz) (x,v) (LTos
@50 mA/cmz)
A 1 sekE | 4.4 85 0.44, 0.51 165
A A 2 33tE 2 4.4 87 0.46, 0.53 183
A 3 3= 3 4.4 38 0.46, 0.54 189
A Ao 4 33tE 4 4.4 89 0.46, 0.54 199
AN 5 335 5 4.4 86 0.46, 0.53 225
A 6 3= 6 4.3 85 0.46, 0.53 189
AN 7 335 7 4.4 89 0.46, 0.54 219
A 8 3I3E 8 4.5 85 0.46, 0.54 160
A 9 33E 9 4.4 86 0.44, 0.51 173
21 A¢] 10 33tE 10 4.4 87 0.44, 0.51 180
A 11 3= 11 4.4 85 0.46, 0.53 181
A Ao 12 33tE 12 4.4 38 0.46, 0.54 220
A e 13 33HE 13 4.4 89 0.46, 0.54 235
A Ao 14 33tE 14 4.4 36 0.46, 0.53 261
A 15 33HE 15 4.4 82 0.46, 0.53 129
2 A 16 33tE 16 4.4 84 0.46, 0.54 145
AN 17 S3E 17 4.3 38 0.46, 0.54 100
Ao 18 33E 18 4.5 87 0.46, 0.54 250
A e 19 33HE 19 4.5 84 0.46, 0.54 160
A A4 20 3EE 20 4.5 38 0.46, 0.54 115
Hlale] 1 CEl 4.6 74 0.46, 0.54 45
Hlale] 2 CE2 4.4 82 0.46, 0.55 92
A7) #1914 YEeRd upe} o] ool SIRtES WgE EAR AFEE A9, uludd uiste] a§ 2 &
Hol $-F3 EAS UElE AL #Fad = Y. ol Y FEAS T4 FHHos X 3E A
2 U AR 599 enjge] kg Ado] FUFEAY] wiEo® Bt
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5

=

=

H

P, FharE 2o 4w 9K

e
[=)

°©

Ale] 11 WA 133 AAle] 142 ¥|w

A)
=

L

.
=3

AAlell 1A 49k AdAle 5,

D2
il

@,

[0333]

‘mo

7V FEHAA Ho

=
o

o|mnE shukze] 4w A7k AW enE Al

oo 41

[0335]

No

AAAAZ 8:

7

B
H
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