ZIHSdl 10-2018-0098121

O (19) H3R=53]7 (KR)
(12) /W53 FE(A)

(11) Iz
(43) FMLA

10-2018-0098121
20183094903

(51) = A58+ (Int. Cl.)
HOIL 51/00 (2006.01)
HOIL 51/50 (2006.01)

CO9K 11/06 (2006.01)

(71) &4
SRR
MEEEA ATET AR 128 ()

(52) CPCE3] &+ (72) &g A

HOIL 51/0072 (2013.01) PRt

CO9K 11/06 (2013.01) el Al 0 . a5 o]

A . Al = gt 7|EA T
(21) 2995 10-2017-0177273 ggsqgi" 1 8T EA2 188 16ae 71€d 74
(22) EYLA 2017312€214 =

FuNe:| (AP S| L= 3. &) 2= °

AA L2 2017912921 q};jjﬁ/\] j%? s 188 Lhsker Tl
(30) SR AZA (= ,_0?7/ =)

1020170024906 2017:302€24Y 371 (KR) (74) tHEq“_

a5 HA
AA A+E 0 F 13 3
(54) 2go] ¥A f7] &F 2x
(57) & ¢<F
2o Fe A, 28 9 Fyo] MAE fU1Ed s AEsit
o Z &- %1

Ll (AT BRVERN BN S LI e B |




ZIHSd 10-2018-0098121

(52) CPCE3| &+

A
HOIL 51/0059 (2013.01) AFAAN AT EAZ 188 LG3E 7|ed Y

HOIL 51/5012 (2013.01)
HOIL 51/5096 (2013.01)

CO9K 2211/1011 (2013.01)
(72) &=t

HFAA FAT A= 188 L6sHet 74

Rl




ZIHSdl 10-2018-0098121

g Al Al

FrHY
ATE 1

47] et 194,
Ar % AnE 77 EYEe

EEE R EEOE

fil
X
ri
[
rlr
=
X
i
)
e
(o3
3
e
[
rlr
A
et
[
rlr
=
et
)
(@)
SE
wm
fil
-4
o,
i)
uls
=
o

il

17 o8 E23HE Cog 3B ZolH ™o oL,

Li, Ly, 2 L= 42 @A oz A3, X3 £ HX3E Cog ofEd,;, 5 X3 == v X34 0, N, Si 2

SE TAEE oRRH AYHE EHZAAE V) oS EFEHE G dlH R0l o),
[s}sh2] 2]

Ars

L

Ls

Aty



ZIHSdl 10-2018-0098121

7] 3eka] 264,
Ars 2 Arye 2 SgZF o2 X8 T v XSE G oF; T XE £ 81X 0, N, Si 2 SE 7AE

T To2RE AYEE AEZEAE Ul o3-S 2FEE G SEIZoIE Ao

L, @ L2 22 Z9xo=r A 28 T HXSE Cog o}ddl; £ g == v x8kd 0, N, Si ¥ S=
TAEE ForRE AU AHRAAE 1) oS EIEE Oy slHRobH ol

Arp B A A7 59 o=m dd, aEdd, Hedd, uEd, dd2ed,  Eguddd

A% 3
A&l oA,
Li, L, % L 247 Sg4oz 4%, ddad, vsdga, dudad, =t gugisedis,

A3 4
Ao oA,

$7] e 12 BASE SRS R FANE TORNH HUHE ol shidl BgEe,



ZIHSdl 10-2018-0098121

®
@ |
® O N -
0 o ‘, o o o 0
oao ‘\a

®

: §3.’ gge

O@D ‘i‘ Q

i §3.’“ o0 2 & f:S

ot oS P
%‘g R %ag
®
Oy QL0 s
(”;O é QO Q'O ‘ QO é O'O - ”
A & =

®

gg %N

&
® X 'JO 490 o
§ ‘ Q@O
QLY©
o'o



i3
s,
.:,

°
-1
® ®

O O NNO
NN o‘o
o0 S <
® ®

O O NNS
NN o‘o
o0 S <

SIMS3 10-2018-0098121
. >
&, %O Q,
O'
5 5
. >
&, %O a,
5

< g

o ®
N SE,of
GO 9

o 4o
00,0P HEead
/)

3 J



P
““

o'o
oo

O'O

3

N

OO

2
O ¢
N N
50 O

O

i
O'O

> ®
® : :
bR B8o m
O'O
® OOO
o o O LS

® OOO
000’5
o0
o é'zu’ &
o o4
% o-o
& oo
SOl 70,0 ole
O'O‘ F\;
& & S0 &
®
O <e®
QL0 @ a0 N@
asily <
(7 0,
& &

ZIHSdl 10-2018-0098121

o 4o

éz

®
N O.O
SYORe Q‘O

o'o
O

" "
P O X (<
S
s G0
¥
v v



ZIHSdl 10-2018-0098121

@ ®
0 CO ® N \
Lota, S ot FRoeo” & }‘ Y Fee,on
STERS At C-o . O

SO

® N
® { X LI
OO doo” gus® £9 @ 0, Gy
50 hae Y 0 ‘30

o o
O N Q O N
:o %0 oo o S, o 2L o
58 “o 5% o & e

C >

O O N o O N
i $R 68 o : daop FhooP
QO C - syshe -
5% O 30 ZE %o 5

@
O o Q o Y
B $RE° $8ocl o B Gae SBecn
0O i@ A ‘4 0
®

L% SBB o &
T % é’a
o0 i oo

Q N
pf faf w0 b o
O'OO

A
00 5



ZIHSdl 10-2018-0098121

O =
o ® N o ® \ @
o %oo: FoeE o o oo Zoo,a”
S lea 5 B8y C0 e .
O

o & X
o S LB
N N O ’_\
o <) <\
g © & &
O

®
QL0 ® <4e8
VP o 4 &l 0 0 o OB oP
N TO % o ocoo
< G0 © & O SO ® <
5 s :
%0 5 o g TG 0 FEESS
& ~ n GOy o 5 4
: A0 0, : :
< S0 U & O O Q

® ¢ ¢
) D @ ® © ) @ $
Looay foooy @ £ oo @
D S0p D D S0p
¢

0 ® O 0 o
Q0 o Q0 E? S § Sye 0 40
50 ass ) oSS 9% oSS



ATl gloiA,

L % L= 247 594

AT 7

A1l i,

71 shekA 2= FAIHEE e

oz A%,

EEES

AR

)% TAEE EomyE e

SH=

o *

O'O

é)‘:
@ o SO

= &
é:“ & oo
S2a)S @ "5 0 "

%

61 10-2018-0098121

O @
Q'O

3.

O'O

O )
QOO

OO

a0 a
o'e &0 o *
HHd ™ Hiadd, uvyxze Huzrgd, Eddddd,

EE PEZAIG L,

ol shute] FFHES,

_‘IO_



=
N
i)
ot

<9
O~
W

R,
O~
R,

<7 7
e OO0+ <00
R, W

age
a

9
O~ <00
W

Q
O

¢
O
QQO

OO0
&Y

¢
42

€9
DO
DR

e
a

o
Y

.9

v
O~
W

w
e
DR

o

O
50
aZele

9,
e
DR

€9
O~ <0<
O W

Q
O

»
asaNateser

CBE

080

<9
QOO0
AR

AT
aSgtever

CQ
O~ 00

O
Ve ¥e ¥
alele!

O
O--0-0
o

Q
O

O
oS
o Re

W
DO
AW

o0
O

W
O

ZIHSdl 10-2018-0098121

Q o Q
f & &
o o o
3 ¢ J

A J O’O
O CO &
0 a0 900
00 CCC CCO
QA Q O
e & o
a0 o0 COO
cCo CcCo 00
0 O‘ O?O

o 2C
o o 0
o CcCO L0
3 A
5 3 O‘O : o
Q O Q
f f f
o o cCo
o CcCO o
aJ 3 OQ
© Yo %o
0 o0 0
0 C0 0
4 Q0 4
® o ®
O 0 O
0 900 000
Q A O
J ot 0
s O:O 1
20
OOOO 9 A5
Q 90 )

_11_

1

w
QO+
W

O

ol
W

QQ QQ QQ QQ
S0 00800 OO0 O
oge ok oge %o

O
&

@,
295
AV

O
O

A3 oooto
peate 2lals o0

Q

w
O~ 40
OXW,

0y

O
O

-850
e

W W
O~ OO
W R

-
W



SIHS31 10-2018-0098121

A7 8
A1 AolA,
A7) B3 AR AF Aolol AFFAF EE AIAFTL T,
A7) ABFAF E= AsLAFe o) et 308 BAHE AREe 2de,
71 W 24
[sh5h4 3]

R CN
R2 | Ar5
Ars | R2

NC R
&7 38 3ol A,
RS B2 TR ToRRE Hese o shjolx

F F
F CN F
F F Ny
-é—CN
AN :a,
F F

ReE T4, T4, T2, Aok, & A% B HASHE G TFREH0|IL
Arse= X3 B X EE G oFE; e X3 Ee vXEE 0, N, Si 2 S22 FASE FoRRyH Addxs
FEZAAE 17 oS E2FE Cog B Zo}H ™ot
A7 9
Agol golA,
Mgt AY, UEd, SR, AvEed, mE Eesdeln, A7) Ans WASEAY B @22, 0, 8
A, Crg FREGFA, D Nole® FAHE FOoRREH AdEE 1 WA 5719 2372 2349,
§7 W 27
A7 10
A8l gloj A
A7] 3EHA 302 RAIHE SEES, VIR FAAYE FoEZRE AYEE o= st SFHEQ,

_12_



F3CH,CO

_13_




ZIHSdl 10-2018-0098121

_14_



10-2018-0098121

£

=

_15_



SEE ]

-
R

10-2018-0098121

[}

=

=

H

e
[=)

371 sery 52

[<)

L

-

AlEE shgte,

-
R

t7] shehA 4%

o

=0
O

=

o $hefA,

&

[
A7) AAFES EE T

AT 11

A1

)
o
;OE
2]

oy

HIX8E 0, N, Si % SE T4 F

Co-0 BENIZ O} O] AL,

L

L

et

Y
X

N ol &

=

=

& el = =}

7] BhekA 4ol A,
7] 8hekA 5ol A,

CHol a1,

L
=

HAo R N,

1

NE
N

X1 WA X3

HIA 8 0, N, Si % SE T4 F

_16_

174 o]

=
=

& el = =}

=
=

%7

o

Ly ¥ Lo
=

n



10-2018-0098121

[
=9,

=

=

H

e

shtel sk

-

o]

L

L

712 FAEE ToRRH Ay

)
)

shehe2

L

L

A5

-
It

A1 gloiA,
7] shet 4z

AT 12

owvo «QQ «.io

w . a
“Lg e M M
3 uvn}. o O u& g% mm»dd

P e C00.P 00,8 CopPo 0o
B B R "vw uvw "vw
Q%RQO OO «Q.

]

omo&dd o o Mﬂ»#owvﬂ»rg wv&{ mvﬂ»rg

920 T
.
s SO & 0,0 00,88 o, 8 882 L
@ Q) QL a0 ols ao
W aUmw me Omw O“W B{W avmw

_17_



ZIHSdl 10-2018-0098121

e =2 o Qg Qo
0 O T o

A11el AeiA,
7] shekA 52 BAlEE e, R FAEE ToRFE AduEs ok e shehEel,

_18_



61 10-2018-0098121

HE

e
[=)

kg 4z}

71

W
v

Q .
OO0
o Y

Q

_19_



ZIHSdl 10-2018-0098121

TE A, wE R Fuel ANE §7] B 2ol wa Aol

[0001] L

_20_



10-2018-0098121

5

=

=

H

e
[=)

o
e

[
T

)

Alofzt

o

1] O
H

F aAE

#7

L
o

[0002]

wr

=K

s
&

BIEES I
Jog a7

Es
=

=

o] A

=13
=

= 149 o

F kel A

]

C

P} & Abol

7]

t}:

A]10-2000-0051826

s

<
=
=

#

=7

arpe] oA T AT Apole]

HA Ha, F

5]

[

G
]
H

=13
=
]
b

pud

%7
NeEd F
Al dhepabE s wold w) we] vl Hr.
714

0001)

1

[

°©
il

]

[e]

H

3| &

A8} e {7 wF AAolAM, T

gige] g
79 HE e

72 5F

A7}
o

o,

(

[0004]
[0006]
[0007]
[0008]
[0009]
[0010]

hin

KeX
=]

[0011]

[0012]
[0013]
[0014]

)
o
oA
23

oy

[0015]

_21_

[0016]



[0017]

[0018]
[0019]

[0020]

[0021]

[0022]

[0023]
[0024]

[0025]

[0026]

[0027]

[0028]

ZIHSd 10-2018-0098121

Ar1
Ar,
471 3kekA] 1eA,
A B A 27 SRA0R A8 wE vASE o b EE A® B 0A8E 0 9 52 TAEE 2o

25 AE8E JHZAAE Ul o) Zeehs g dERolgo)w

w2
fr
-4
oX,
il
s
M
o
fr
e
Ani
°x
2
il
s
&11“
i)
fr
o
2
il
—
=
)
ox
filo
e
i
ol
o
s
$?
&l"‘
i)
fru

(o3
°
e
=)
o
=

[shsh4] 2]

Ar4
871 sheta] 2004,

Ary 2 Arye 247 5902 X3 e X 3E G oFE; e X3 v x1gE 0, N, Si ¥ S& FAH

o=
= TOoRHEH AYEHe JHZUAE 1 oS E3ShE (g dHZOFE RO,

Ly ¥ L2 244 59¥o=w A, X3 £ BXSE Gy oFEd; £ X3 == 8| X35 0, N, Si 2 S=

TAHE ToRRE AuUHE dHEZAAE U oldE T Gy slEHlZord o)t}

wige 2y

HET §7) WF e, PE A, T8 % £Y0] S

<, 718D, FF©2), BEFETB), AARGgATW), TFS6), AAFEST6), % 551z o] Fo
= 5

TEF), AAAAST4), TFS(6), AAFES6), B o=

_22_



[0029]

[0031]

[0033]

[0035]

[0036]

[0038]

[0039]

[0041]

ZIHSd 10-2018-0098121

wge HAe)7] flek 7FAE QL &
ola}, ® o] o] E F7] ¢te] nu} AAE] At

= A ONA, % = OE Al AdHE A¥S it

B A "HgE = HR g ojEhs folv T4 RV UE-Y] UERY]; SEFSA7]; JhR
e e N L = R R E*%%*P’]Eﬂ: G=A7) ob AT AEEA]
oFHESAIY]; FAEFA]; obEFAY]; A-RT] 47 GAT] AlEREAT] EAdT]; oY) of=
dA7]; of2dAGT]; EAotEY]; dHoprly]; opdolnly]; sEZofdelrly]; ofHolnly]; old A7),
EE N, 0% S 9x T U olde 2¥ete sz rE o] FoIXl well AdEE 1] o]l A&z A
& = HAEEAY, A7) A" A3 T 2 o] AErZE ddE A k= HAEE S ovdin
Zd, "2 ool A&VI7E AdE A= HHEYId 5 vk S, HEldY]E obErIYd e jla, 2719

Hd717F 9248 2372 g & 9

A A] FtRd 79 gAasE
at7) e e Fxo| 3Ee] @ £

SN Y

WA 4091 Aol mitAsT, PAA 0w

2 ogAAe] QolA, dlxHEsl dlxH=sle Aavt Bad 1A 259 A4, 2A4 EE 1 227
Ei wag 6 UX 259 okvlE A & Avh pAdew, 7] FxAe] BBl @ & ot ol
FHEE Qe opth,

=g g gont, Bag 1A 2580 o] vaAsith, A
[e]

_23_



10-2018-0098121

5

=

=

H

i
=)

TAACR Efudear], EgdEear], t-FEUHESAY], EgudEa

2,
|
TA Aoz EguEAddr], Ego

L

.

L

.

1207]
27

=
1A, &

o
A

Q1A

2,
|

g AA
g AA

[0042]
[0044]
[0046]
[0048]

mmﬂ6uw.ﬂﬂeamw
— = X & oWy
Ww]ma .®E O
L.ltNaz.Lq -
- X SR
UFALtaE_ﬂ,o_
A= S
of g N R
T o T
= o<y o
% T g w kW
BN T
R R E W g
(R (R~ S I |
,WO ,tlﬂlge
__d]ﬂaaﬂ - W
WS g © T WL
gr S 7 5=
— - - [ -
X mom s S N 30
) BOA A
(N B
P d ¥
,ATnEnogegaﬂAl
Moz oo 4
%%Mﬂiwﬁ i
a M X oE
ATmﬂ%EoM%%
~— | -~ o =
ME@MHQZQEM
Wﬂaﬂwjﬁmw_ﬂ%ﬂZ
X - HTP -
howow M LT
%0 w:geEl )
W . ,@ﬂwﬁi
Hgs® T1T
TN ST WDy
D
| ~ .
Ewmmﬂg]eﬁ_%i
N T B rol
ﬂcuol%kp_zom%
daﬂbtﬁy_enﬂ
AT T T
N ila.w_ﬂwak
AomEdﬂmﬁweAL -
T IXTE P
TN LeER
AT Mg @ RT
g B R
TEr Rt L D
e LB R
oo - s WL AW
By .® L L
oo N o W W W R

[0050]

3o
174 5)

k)
o

=3

shutel A g e

[<)

TC

s Y

g, 2,3-yuEAte]

iT‘

C 2R, 3-Ed, 1A, 29

Y, 1,3-FErdd, 9g, 1 d-1-9, 2 g d-1-9, 2,2-t) s du] Y-
Fihel A aHel wEw, 37) Al 2

= 2 WA 200]t}.

o

=
T

3-u[eA}o]

4-rEALo]

£

T

Oz

)

=

turel AAG e el mEw, d7] 4
;{i

=

o

=
=

_24_

:3

3l A)
=i

Alol

1=}
e,

S ERREEE R

&

24E 3 YA 300]t}.

shube] WA gEel wEm, g7 Aol2E

[<)

T

ABES

=]

.
29,

A d-tert-F-EALO|E R

-1-
3
N A)

d-1-HE-1-d, 2. 2-¥]A(Hud-1-d)nld-1-d, 2g8dr], 2EHd7] Fel

€]
=
3T E]
=

+ 3 WA 200]t}.

9. FAHew A2z

, 3-H

1€l
-9, 2-sd-2-(1}

l\ﬂ_

Al AolA, 77
29, 7] A7 Bag= 2 WA 1004

& Al A, Abel

Hd, 3-

e

[0052]
[0054]



[0056]

[0058]

[0060]

[0062]

[0064]

[0066]

[0067]

[0069]

SIHS31 10-2018-0098121

ARl olA, oFd7]E 588 FAEA Fout Tag 6 WA 6091 Aol whEA sk, @@ ofdr] &
Tk oftrd g vk A AAPEECl wEw, A7) obdr]e] g 6 WA 300tk AA el w
7] oo A= 6 WA 200tk 7] ofdYI7E ©EkA ol-v|== #dY], mbelEidY], EHd7
2 ey, o dAHE AL ofyn. A7) tEky oldrE= ‘%4‘%71, AEZAEY], AGEZ],
dd7], A7), AgtelAldr], SFeddr] sl 2 5 oy, ol dE= AL oy

&ooft o e
[}

i)

B A SlelA, EFedUdTE A%
A

o},

Aﬁ&%é

So] & = 9}, D}u]— oo AT = AL olt}.

FQm, AW oAk NE AFs] 2vE PRE T
709917} SETES %

(e3

01

2 ogAAel QlolA, AERe e 0% 947 0, N, Si RS F U) ol4e e duznesA, @
A%t 58 @YEA 2o, Bag 2 WA 609 o] mEAs. dHzns)e det geds], F
7, MB7), olutE], ElolEy], SAEY], SAbtelEy], Eelel®v], sg9], wslgds], s,
Edoly], EdelEr], okaeg], sy, eAds], FEdds), AdEds), Axdeds), s
Ad7], S Sguds), A% Ao, den e dr], olaREusl, A8, FuEs], w
£ 5ALE7], WzoluthEs], MAEelEY], MabiEs], MxEeRy], THzeE oA, MaFerdsl, dy
#E%7) (phenanthroline), ElolE7], o] £SAEAY], SAelEAY], EejrlolEds], MaEolEA], o
wElob ] B HMEFd ] Sol gout, olEelw ¢gHE AL ok,

WA QlolAl, oh2atdy], oh=gAdy), Seld], ofdelry] Fo ol A%E okA7] dlA
S} gtk B AN QloiA, oh=edy], Seld], ddeluly] F AAsNE AL Av)e dAlsh g,
2 ogAAe] glolA, sEzeldolul % szolde A% slHzaesll B ddel 489 & Ak,
WA gl ofzaAd] F AUl Aed AAPlY dAe vk B GAAel el cldde
27190 AL ASFIE AL ofdslo] wek Mol AgW 4 Ak, ¥ BAM Qi dElotPAL 2
A AL Assas A% dHwnslel B Age] 489 = ok, X BAlAe] olA, BEsA 1
g P17 okla, 20e A1k Adslel B4 AL Afetns 4EE o}yl Ei Alel2RaU 7l
we dwol A8d & ek, ¥ A el dHzaes It oha, 2Ae A1t Agste] A
A% AL AYBaE A& AHzaesle] B 4ol 488 & vt



10-2018-0098121

5

=

=

H

e
=)

U 7

=] X1

shE, <l
(e} 2=~
e =5

s
g,

9]
35 Zn0:Al TEE SNO,:Shot

o]

A%, e, o, = &

=
H,

vl

L
L

of FAHL A=
}_le

Zobd ez

3Z
=

=1
=

=
=

2]9]

3Z
=

No

[0071]

e
Nl

i
il

LiF/Al B& Li0./A1 %

SF—L-
Rinsw

9
%

T

ol Fdd dAzt

KeR
=]

[e)
R

o

=

=

]
&7 A A

AR A

[0073]
[0074]
[0076]

~
oF

AlE = 8

-~
It

shop4) 12

of

Fodd, AvEdET

3L

Al’zq inﬂoﬂ/ﬂ, Ar,

d, Eguded, degEFedd, ved

Aot

ArZh BE Y, EE e

=i}
=

=i}
=

=R uhsIE, 371 Ar

sHAl=,

kg

)

Fddo|},

i

;OL
B

T

[0080]

_26_



[0082]

[0083]

ZIHSdl 10-2018-0098121

A7) Seb 12 TARE BaEe dRA9 dn oes
- 0

o T.o 0 o, 0

é o0 . o t‘ e oo

‘7‘ e
0

é" %20

o'o
0
® ® { ®
& ‘O ‘O o
JOSA® 0 ¢ LAy 540
&0 6
- %
0O > { o é 50,0
© N A0
SOy

N N ' OO N N
5 FEOET g
o
TP S R PR
A0 0 @ FE0,0
o0 oo S
®

“ %OO OQ'QO
§3 é‘

®

%OO o
*o. é é

o‘

_27_



ZIHSdl 10-2018-0098121

®

: O'oe %' gee

0 A ¢

Q'
O 200 DS Y

> :O g é‘ 'c\e ® ® ®
| : : :O ® 7
O O O é@l\‘ ONO Q O N ’ O =O i . E N“g:o N o
Q.N ‘ = =O '/: oo Gy 2
D )

O ‘o Ocoo %‘g@
‘; ‘1 ’5 %

”N

OO

O ®
: é é‘ C » N
® :0200 ® Oo %.20
NN Q.O OOOQ //
[0084] o0 & A b - > ;

a0p

- 28 -



P
““

o'o
oo

O'O

3

N

OO

2
O ¢
N N
50 O

O

:
[0085] Q'O

> ®
® : :
bR B8o m
O'O
® OOO
o o O LS

® OOO
000’5
o0
o é'zu’ &
o o4
% o-o
& oo
SOl 70,0 ole
O'O‘ F\;
& & S0 &
®
O <e®
QL0 @ a0 N@
asily <
(7 0,
& &

_29_

ZIHSdl 10-2018-0098121

o 4o

éz

®
N O.O
SYORe Q‘O

o'o
O

" "
P O X (<
S
s G0
¥
v v



[0086]

>
5

5%

48 %0

:°

O'O
L)
.
5
O
>,
5
2L

Q
O

QO

@
SERwe

S0
0

o0
&
&
?—z
& Q.
o

®
N .
%.2 @ N O
Q.Q “
i o
oo™ o
A e
<@ o0 O
; o
oo o
< eyt
O‘O Q'O 'Q
®
A0 e }{
Q'O OOO@
X o'o

o0
S5

o 7
SSelad

»
B,

oo

0O
<ev o

351 10-2018-0098121

“Nt’
.

<e® ¢
Q'Q é

®
%og @ N

e
O
®
%.2 ® N
@
5
®
%.2 © N
W

®
%.2 Q N
00

ég
s @

_30_



[0087]

ZIHSdl 10-2018-0098121

O =
o ® N o ® \ @
o %oo: FoeE o o oo Zoo,a”
S lea 5 B8y C0 e .
O

o & X
o S LB
N N O ’_\
o <) <\
g © & &
O

®
QL0 ® <4e8
VP o 4 &l 0 0 o OB oP
N TO % o ocoo
< G0 © & O SO ® <
5 s :
%0 5 o g TG 0 FEESS
& ~ n GOy o 5 4
: A0 0, : :
< S0 U & O O Q

® ¢ ¢
) D @ ® © ) @ $
Looay foooy @ £ oo @
D S0p D D S0p
¢

0 ® O 0 o
Q0 o Q0 E? S § Sye 0 40
50 ass ) oSS 9% oSS

_31_



[0088]

[0090]

[0091]

[0092]

[0093]

[0094]

“ Q oo ‘o

' N
“ w O 5 O

$

®
® O
o g%
D OO OO

®
o &
OO OO O ’-.

OOO

> 0

ooo 00 8

S0 (LI <P
CO

f:

ER, 7] e 12 BASE 3

&% Az

EO{

b=
el A Bup FAskd 4 ok, =3, S

= 129 o] Az 5 Yon, 4
2 11 #9104 Liol A A9

61 10-2018-0098121

=S
e @
Q'O

%

&‘ %

O'O O'O

& ®
OOOO 0 ¢

S O
GO Qﬁ@@

® P
G0

o
rE

i X

lo
=)

LF27A" py(t-BugP), , NaOtBu
+ HN >
\ Xylene, reflux
|_3_AI'2
(g2 1-2]
HO, LA bRy, K,COs
+ B Li— N -
HO L,-Ar, THF/H.O, Reflux

_32_




[0095]

[0097]

[0098]

[0100]

[0102]

[0104]

ZIHSdl 10-2018-0098121

~
%
N
T
T
olo
™

| 1-1 % 1-2004, Ary, Ars, Ly, L 2 Le2 904 el@ wpeh 2eh

il

AuH o, WPFE TAE Aust BAE ArE TS, B wuels ) g4 22 gAHE SRS
srER 23T

471 sketa] 201, wigAEAlE, Ars B Ars A7 SYAos sd, vlEidd, Hedd, yEzd, sidz
d, EgEdyd, duEEFedd, e dudEFeddeltt.

@ ug s, Lo LE 47 S94e A%, Add, Yyrgd, £ cheshaddelt).

tH

_33_



ZIHSdl 10-2018-0098121

0106] 371 Shehy 2= WAEE SgRe WEAQ di g g
O e 8 8 B 8! e o O
<o Y9 K ¢ > ¢ e o0

oo 00 00 oo oo oo OO 55
O s e O 0 O O
0 O O
e QO b S T
ol o RN et : > e L o O
o oo oo oo &Y oo oo D
0 e e A cco 0 oo oo 0
O O O 0 . O O
@ ® O 0O
o o & %o o:: s oo .
seclcccllvecllvoo 0L Ay oo
o0 900 000
SR o< B oS BENY 4 SHD S X 5 O
J S SN o3
® C >
o ¢ %o go o 0 JC & o
secllvecll v oo soolvee CCD see
oo see
O 0 O seollvee CCD 0
oslbe< I ¢ < e seo
J Q Q 5 g O ’ O‘O A 0 g%
O O oS,
O
S ¢ 9w 5 B I - .
O:‘ O:O O:O O:O soollNvecllN soolN v oo ‘:‘
30 L0 30 10 o0 00 o0 OO 5
QO 0 be bos
[0107]
> O O O C
o & o & 022 e O L5 &
secllivecNN s oo oo recti e e ee .
O O O O 0 oo oo
Q Q g Q 5 O O‘ .
X 0 <\ s &
® 0 O‘ ® & ® ® 0 S
o & o oo o & & P
oo OO0 oy CCO CCO CcCO 200 00 o0
L Py & SN Yo Q) Q) O&%
SIS 59 o O Q SeRNg< <
O
e Y = o Q 3 < 3
& ¢ e f See 2
0 900 o GO0 e 900 O
Q S 3 90 Q
S o~ o %
g O e > O

[0108]



o,
2~

b

2

Ls
AI’4

=

10-2018-0098121

E_EEDE

ol
ool =7 & o] Fo]

=

=

H
shiel ofHolwlo] Hojr= 17
ul

oFglofr] 7]

el
=)

H5) et

i

AlolE 2L 7]

Pd(PPhg)4, Ko,CO3
THF/H,0, Reflux
FEARA,
)3

L

o

4471,
|8Ech, FAAR o R ~E o,

Pd(PPhs)4, K2CO3
THF/H,0, Reflux
b e} e

pud

A7,

B—Ls—
Y 5 Ay
ko)

HO

\
ZE|dopdl sghE e

] g9
old7],

HO
ok x
=,

B— Ly— Ars
Ls=

At
HO
\
/
HO
Ly &
o] flem,

P
5=
Ary,

]

A ze oA B} FAsHE
7] W Azl ALREE

}

<

L
o

/;] 201]/\1, Arg,

NBS
DMF
=]

(4]
o] slgujd7)7} A

A7 =RE Q=

[0110]
[0111]
[0112]
[0113]
[0115]
[0117]
[0118]

4o
A

Ho
vze)

X

No

[0120]

e,

o]

Aol A

Ho
7K

H
=

H

oldolul Aol f71%,

L
L

[0122]

& oy,

5

o A el

EE A5

%

N~

3E

[0124]

_35_



10-2018-0098121

5

=

=

|

e
=)

o T y W S
B T S o
B ) =
ot X . g
No X- g T
o = W i o
I S — :.L OL
w u o o
o N X H N
™o " -
oA )l A
8 o - iy =
N om o w x° oF
N i
o N B . )
R oy Z ™ E =3
ali / o _ —_—
Tq e o/ Lo 5
S 5 — e i+
o T ‘% (‘(ﬂva W = il
o~ < w § S &)
Lo B o P
N % T T o W =
o ﬁ i F
w X ] " N o-
Jo o =T o W " o = -
I B aY P o
" o e N o ~
ﬂol ‘WE ;‘Iﬁwﬂ o ) ,.# rl mME O
&0 M omlhlm; = dﬁ Mu,l H_ML
- — J . ! 0
{ N o — M
J MA ) S u \ x N o= o
% ﬁ ol A 1) E ® Cls
it ) ™ 0 = = .
) il w & H 8 ol
53 (@) L - )
o) o =1 5 o al]
. e — 4o i
ok o fH) 0 P
=0 sl —_— - o ﬂ
He NE - K - < L
= o T Il MW T )l
o ;o.._ " O_ ﬂﬂ‘.u — o
T RO ' B 1) ~ rH it mﬂ el <
0l S
I o < o I ,“L?ﬂ oo X B
AR e o P - 0 u \ ~ g © "
o N O 14 = 70 < ~ o
o wﬁ Fo T ol SN | 1 i
T W 0 — ™ o
g T — _ i _
- o — = <™ . e <
tEL 58 o = 2 . -
R z2 5w 5 ¢ <5 @
W o o o e o vy o oE ~
T T ) = < P & ! 2 2w %o
=~ o o = &8 @ ) <} 0
a a =« oz a ° < s s
= 2 =2 S =2 = 2 =2 = =

BE_
72

}

2

|

gAY

}

2

|

H| X

L
L

L+ (Nojtt.

471 Ars

F, CFs,

Eledolar,
OCH(CF3)2,

L

EE
.

OCHyCF3,

Alobz 4%)
OCHF,
- 36 —

OCFs,

Jed, FAvEdd,
ul

L

17]

2

S

3T

7] A

Hd, o

HAI

L

, Ars
3]

+ 9.

=

fo1g

ol

L

ol 7}

T IERERCRERRREE

\

X

[0140]
[0142]



[0145]

P4 3o FAEE e duAl de bga Ao

OCH,CF

F3CH,CO NC”CN

_37_




_38_

ZIHSdl 10-2018-0098121




10-2018-0098121

WS4

e
=)

—
o~
<
—
=)
=

[0148]

]

<

A& &=

3= %

_39_



10-2018-0098121

WS4

i
[=)

[0151]

TMS

TMS

ICI

K>COs, BTP

.OH

HO.

Dichloromethane

AI’5
Ry

T™MS

AI'5

THF

Br EE
AI’5
R>

Br
TMS

z w
o <
P x
o om
= &
N O
& N Q
o0 *
< Z
T
e}
o \
of| E a
S y
= 2
Kol Tt
m | <
+
zZ
5 < L1
o
V4
4 i &
L9 g
< Z i
A A
()
5 zZ
e ~
S BB N\ F
)z |2 ) 3
z|2 ;3
v z|T oz
£
v_.la | -
z m
N
_ 04 -
&
[ap]
o — I o
olo
o = )
z = B

[0152]
[0153]

THF

Ar5

Dimethoxyethane

Ro

NC

Ro

CN

CN

Ry

CN

Ry

Bro/H,0

_—
Arsg

Ars

Ars [T
Aetonitrile

AI’5

NC

Ry

NC

R;

Ry

[0154]

kAl A ol3t mle} 7))

‘i% AI”,TE‘

Ry

(7] HreAl 3-1 2 3-20A], Ry,

[0155]

BEHAF

=

ARsET

[0157]

[0158]

[0160]

[0162]

_40_



[0163]

[0164]
[0165]

[0166]

[0167]

[0168]

[0169]
[0170]

[0171]

[0172]

[0173]

[0174]

[0176]

[0178]

ZIHSdl 10-2018-0098121

g7 8t 4o A,

L ¥ L= 47 Sydos A%, Ee X3 5 v[X3E Cog o #eln

Are 2 Ar& Z47F HRA 0 A8 i WASE Cog oFE: i X8 Ex v 0, N, Si % ST 74
T wOoRNE AEEE HEHEAAE ) oldE £ G SEIZoF- L

[ 3}

ﬂ‘

1A 5]

A

Arg

)

X2 \> Lg

| ' Lo p
)_ Xi FNF \_ e,

Arg

A7) 384 5olA,
Xip WA Xs& 247 59402 N, & CHolaL,
Ly B Lo 242} H9¥xoz2, A, T X3 E5 HX3E Cog ol @0

Arg 2 Arg2 42t S o2 X3 = v X3 Cog oFE; BE X3 EE v[X3E 0, N, Si ¥ S22 FA4H

T woeERH Ad9HE FHZdAE U oS E3EhE Gy dlEZoFEola

n 1 WA 59 Aol

71 Bk Ao, i s, Le R L 24

i

HHow A%, dddl, == vgddeln.

Ed whgh e, A 2 AL 47 Bgdow dd, uddd, Hddd, 4z, OudEiodd, £

_41_



10-2018-0098121

NS4

e
=)

)
oor&

o~
OQW
O

O
O
C U

g 5
o2e T

OO

-
mxkxﬁx&xw

@
& %o & ;i
i ' g

P P00 de QOﬁDOnKI?%\

%S e e

oo Q ,lb o%w%
e’ B 8L 88Y 3«

SIS

§

S0

0@ o uﬂ#omvﬁ#omﬁ#o Mﬁ#o

Oéf\. 0‘1@.1?3% mf%ﬁ _ﬂaﬂ_ gf%%

as an as a0 QL
mw S0 S0 S0 S0

Ow

[0181]

_42_



[0182]

[0184]

R, 37 S AR EASE BHEE S WA 41 ®
o $a AzddA W AR + A TR, 6
s,

_43_

429} ol Az 5 Qo A
4 418 38 404 Lok Age

°1° rlr

ZIHSd 10-2018-0098121

QO OO
09
VR 50 D

e

olm

o 2

ﬂ!lﬂl PN

7]
35



[0185]

[0186]
[0187]

[0188]
[0189]

[0191]

[0193]

[0195]

ZIHSdl 10-2018-0098121

N ‘ Pd(dppf)Cl,, KOAC
* BB, >
/ A\ (0] (0] 1,4-dioxane, reflux
—J X
X =Br, or Cl

Y Pd(PPhg)s, KoCO3

TN = O
7 N\ o Y THF/H,0, Reflux
I -
S— N AI'7
— B | N

\ L7
O 1
Arg N \f N
L
4 .
AI'G

HO, N= Pd(PPhs)s, K»COs
o P ) > Oa
7N HO N —( THF/H,0, Reflux
~ - |—6 N AI'7
— X Ly \ﬁ N
Ar
X = Br, or Cl 6 N \f N
4
Ly
AI’6

(7] 92) 4-1 2 420141, L, Lo, Ars, 2 A, SEA Aela vhe} 2o}

471 spek 5ol A, wpEA A=, X WA Xy & Aol sk o]4de] Nojt).

v aAE, L 2 L 27 sgEdew sdao,

i
ally
iuf
=
)
i
e
to
=

r
o,
o

e, wpEASHAIE, Arg B Ares A7 59 eR dd, Hsd, o

— 44 -



10-2018-0098121

NS4

e
[=)

[0197]

[0198]

_45_



ZIHSd 10-2018-0098121

[0199]

[0201] T, 7] s b2 BAEE SfEe o] Wk 59F geo] Axd F glen, Y] Az e e

_46_



[0202]

[0203]

[0204]

[0206]

[0207]

[0209]

[0211]

[0213]

[0214]

[0216]

SIHS31 10-2018-0098121

(W2 5]
Arg Arg : : : i
HO >_X3 — X
LR N TTP, KoCOs3 3 Pd(dba),, P(Cy)s
,Blg/\ _ X2/ \)_Ls_Bl' —_— X2/ . L8—| \. >
HO N~ =X, THF, H,0 =X, —_ ¢! KOAc, dioxane

Arg \ '\(CN)n Arg

)% NZ Ty THF, H,0 )_ WLQ_@(CN

Arg Arg

Xs

\j

5

(71 WA 59l A, Xy WA Xy, Ls, Lo, Arg, Arg % n& 94 Gk vpel 2}

AAFLS

Boune] e f7] 8P 24t P A45EEH £F Al A4FAFS F1E 233 5 dvh ]
AAFAFe AFonry A4 FYe o2, A4S FEAE FES 2u, FoRNHY A% F9
%, WHE w0 AR tste] $5E AAFY DAE A, BFFAN A oi71Re] FFY
Folo] ol WAst:, wa, Wugsee] 59 HgEol whasn

A7) AAFGFOR ASE 5 = B4 TAG d2E, o, rEa o, tho)vnA e,
v tel Aol =, SALE, SAbrelol®, Eelob®, ojvthE, MUWH RN, THoA W o
9, StEE 59 250 fEA, 35 A H%E % 44 §6 598 fEA ol o}, ol #HHA &
e

71 w5 A SgERAE sl =SAAEYUE dE, B8-St EEA T E)okd, HA(8-8tol =
SAFEEUE) Y, HlA@-sto] EEA A UE) g3, B A (8-sto| EEA R e UE) EF ] E, Eil*(Z—
|d-8-sto| =5A A meiuE) LT s, EYR@-solEsAFEeuE)dF, HA(10-stol =AMz [h] 7=
YuE)HEE, HA(10-stol=FA ] T vE)ord, HAC-ME-8-F=dyE)EE2dF, 1i(2—Uﬂ
d-8-F = HE) (-2 EHE)2FE, W2C-vE-8-FA=dus)(I-HZE2te)dF g, H=C-WE-8-7=
YuE)C-vzZESE)EE Fol o, od fAHHA &=

h=y

2 oo wE {7 4y AxE FEd S —E_}X—iﬁi HEAA AZRSE F vt O]UH, iiﬂﬂ
(sputtering)©]
olgste], 7%

a1 Sl ded 4 5

o
rN
2L
T
o|\
o
=
i)
~~
@

2 o
9]
o
=
@
<
o
>}
o)
=
o
—t
o
2
e
rlo
-
=
e}
~~
k=)
=
=
%)
o
o
-
o
S}
S
=
|}
9]
e}
o)
17
oy
o
=]
\_/
%
. ol



10-2018-0098121

5

=

=

H

)
=)

Nlo

B

N

[0218]

N

S k(W0 2003/012890). thuk, A

|z sk

E2[3,2,1-de]ola g

4

pilid

t71e] A el
T

o

J2[EFL

-

2~

= S AR

3t

25

_=
=

Al A]

10"

Pd cat, NaOtBu

Xylene, reflux

St A4
k2~ 0

2]
=
3T

=

bol mhat
wet

i<

7] 4
T

=]

=

=
=

to] Al s =

o

SEHE 1-19 A=

171 <]
w7114 500 ml

o

2

o

[AZ4]
2

A el
]

Az 1-1:

Pl

[0220]
[0222]
[0224]
[0225]
[0226]
[0227]

oln gw
—_

£

~

o

~

| %9 F
7

Fal, Pd(t-BusP)2(0.24 g, 0.46 mmol)& ¥ § 34]

S

o

AL A (220 ml)ell

KeN
=

—
o
=
=
<
<
©
N
)
—
©
o
-
Gy
o KM
o
o
L
‘%x\n/
o
PLE=
,_..»Ilm
m o
~
Hog
e
)7
=
E <«
E
-
S N
N
SR
o
00 X
oo T
< o+
o~
= W
WO

A Z 3k e

)

=

& TT%)

<
T

1

o
el

A A

=

=

_48_

3}o] base

[s}
Fol 3letE 1-1(12.34 g,

o

ek

AEIC]E(260 mD) 2 AHAGE 23] A
725

[M+H]

MS:

[0228]



[0230]

[0231]
[0232]

[0233]

[0235]

[0236]
[0237]

[0238]

ZIHSd 10-2018-0098121

Az 1-2: FE 1-29 Ax
HO\B,OH O N

Pd(PPhs),, cho3

O N O THE/H,O, Reflux ‘

O

(¢
O

]

>
o

O

1-2
71elA 500 ml S vle ZEgAde 10 -FREANZ[ZFod-9,8'-AE2[3,2,1-delolaY
4.31 mmol), 4-(Hn]Hld-4-Lo}r] =) A dHE2F(11.90 g, 26.74 mmol)= THF(260 ml)oll <44 3]
2HE FEN(130 mDE HKsta, HEHI|~-(Efad22)285(0.84 g, 0.73 mmol) & ¥
7 9 anksit, Ao ® EE WUFy F F& AASL Fesiiviadiges Az
THF(210 m1)& A AR 32 1-2(14.46 g, T&: 74%)E A=z},

B~
A

o —
—~
oo
N}

B o ©
rﬂ

Jborlo dir Do
L2 o, b
of > o W
ey = 0m

offt

F—.Cl

>

713l

MS: [MHH] = 801

Az 1-3: 3= 1-39 AF

- »

O ety

10 -S22 2 Z[ZF2#-9,8' -21E2[3,2,1-de]o}AE ] 2l 1I'-S222VZ2[ZF29-9,8' RIEZ
3,2, 1-0e]oh L2 98 AHgahL, IS4 Slop) B NO99-4-2)-9,9- M E-- e d--opil
Mgt AL AdsIE, BFE -1 AR PEN FUR PYOR, HUE 138 AxsA

Ms: HH] = 765

_49_



[0240]

[0241]
[0242]

[0243]

[0245]

[0246]
[0247]

[0248]

[0250]

[0251]
[0252]

ZIHSdl 10-2018-0098121

Az 1-4: FE 149 Az

S :
Soo @ me= g
Ay ()

10'-2 22292 [FF07-9,8' -AER[3,2,1-delotAd] il 11'-3 iiiﬁ%i[%%gaﬂ—%‘—‘ﬂ%i
[3,2,1-de]ota2|H ]S AH&shs s A9fstas, stghe 1-29 Ax W 513 =2
A3kt

i
ol
of
e
<
o
i
o

fetl
ot
P
il

—
e

MS: [+ = 801
Az 1-5: 3gE 1-59 AF

O HO\B,OH O 3 O .Q
O d(PPhs)s, KoCOs Q‘O O ) ‘

Q.O o ‘/‘/ ﬁ THFH,0, Reflux O

1-5
A~ (E ) 4= Qv ) A WA T4 4- (]3] d-4-90 (9, 9] o ©-0H-F 7 0. 9-2-01 o} ] ) S D WL EAHE A}
&3 A Adstat, BFE 120 AR PET FAR PUOE, HUE 158 AxsA

NS: [+ = 841

Az 1-6: FE 1-69 A=

HO\B,OH O
o o D
L0, ‘t o .. 0,0

BT

8%
)

4-(tH]Fd-4-Loetr ) Hd B a4 tiAl 4-(H] e d-4-A (4- (A9l = [b,d]5F yH) ot ) Hd

16

r HU
24
o

_50_



Wt FAF PO, RFE 168

ZIHSd 10-2018-0098121

A Z 3k e

Agae Ae Agsns, SgE 129 A%
[0253] MS: [MHH] = 891
[0255] Axd 1-7: FFE 1-79 A=
O HO, _.OH .
O N cl Pd(PPh3)s, KoCO3 O
-~ N
9 “ : ii e Y0
[0256] -7
[0257] 1I'-222 202 [EF24-9,8'-1=2[3,2,1-de]ot=2 g H] o2 10'-Z22 22 [EF2HU-9,83' Q1=
[3,2,1-deletA ] E AMEste AL AYstae, stE 1-59 Ax WHY 593 Wyoe=, s3E 1-78
A 238k T
[0258] MS: [M+H]T = 841
[0260] A zd 1-8: FFE 1-89] Ax
HO~B,OH
O N Cl N Pd(PPhj3)4, Ko.CO3
+
O O O O THF/H,0, Reflux
afe e
[0261]
[0262] 11'-222 292 [ZF90d-9,8'-Q1E2[3,2, 1-de]etagd]  thal ==
[3,2,1-de]olag|d ]S ALE3= AL AQdlas, 3gE 1-69 Ax Wy 53 Hoz 3gE 1-8&
Az A
[0263] MS: [M+H]T = 891
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[0265]

[0266]
[0267]

[0268]

[0270]

[0271]
[0272]

[0273]

ZIHSd 10-2018-0098121

OO HO. _OH
B
Pd(PPha),, KoCO4 OOO
- C ~
OOO O THF/H,O, Reflux
Br ‘

21

Az 2-1: = 2-19 Az

1:'
RuN

-2

71914 500 ml ek vbE FEpase] 9-H R E-10-(gRl-1-)RhERRI(8.12 g, 24.31 mmol), Y
2-AB E4H(11.90 g, 26.74 mmol) THF(260 ml)ell €kds] =<l F 2M §bzhg =89 (130 ml)S 37}
HEZ7|2-(Ed sl d X 23)2eHE(0.84g, 0.73mol) & ¥ F 347 B2t 7HE 9 gkl o

S = e AASL B4 b ade o R A § A9k w5713 THR(210 mD = A A8t

.
2-1(14.46 g, & 7405 A xS}

SO 1l 1S )
ﬂF}O«H m,“ll%

sy
e

MS: [M+H] = 431

Az 2-2: 3¥E 2-59 AF

2-5

AGAU-0-AN NS A A2 ASstaE, HEE 2-19) A% PUs FA
[e:

MS: [M+H]' = 481
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[0275]

[0276]

[0277]

[0278]

[0280]

[0281]

[0282]

[0283]

ZIHSd 10-2018-0098121

HO. __OH O
B

OOO Pd(PPhg)s, KoCO4 OOO
+ :

OOO O THF/H,0, Reflux
Br O O‘O

Az 2-3: FE 2-79 Ax

2-7

TEH-2- A B EAE Al 10-(HEE-2- ) PE-9- L B EALS ARg sk AS Al9stales, FekE 2-19]
H

hyA
Az PEs SAW PO, HEE 278 Az

MS: [MHH] = 607

Az 2-4: SFE 2-69 A=

Y

Pd(PPhs),, Ko,COs
- I DO®
THF/H,0, Reflux

9-B 2 w-10-(Vzea-1-d) et E A
S3tE 2-59 Alx WHY g Wy

NS: M+ = 481
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[0285]

[0286]
[0287]

[0288]

[0290]

[0291]

[0292]

[0293]

ZIHSd 10-2018-0098121

Az 2-5: FE 2-29 Ax

d(PPh3)4, K;CO3
O ‘ THF/H,0, Reflux O

2}A1(10.25 g, 30.87 mmol), 4-(}=ekal-
T oM B E SE29(130 m)E HIbs

A BY7)oq 500 ml T ¥l ZalaTo) 9-H 2R -10-3|JotE
2-9) AR EAH(8.42 g, 33.96 mmol)S THF(260 ml)ol] £+A3d] = F

1, HEHA-(EgHALE~M)ZHE(1.07 g, 0.93 mmol)S ¥& 3 3A17F Z<¢F 719 @ wyketgiv), Abeo
2 erE 7%%“ 5 & AAS P Fanladlgor AZRI & g sFAY|L EFA(180 m) o2 A
ARt 3= 2-2(10.55 g, T 75%) S AZ3UT.

MS: [MHH] = 457

Az 2-6: AFE 2-39 A=

HO.__OH
® B
Pd(PPh3),, K-CO3 OOO
+
QOO THF/H,0, Reflux O
Br ‘O

Y

2-3
(A2 A DB EY A -1 AR ENS A AL AdsaE, GFE 229 A
s FUR PHOR, SE 238 Az,

NS: M+ = 481
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[0295]

[0296]

[0297]

[0298]

[0300]

[0301]

[0302]

[0303]

[0305]

ZIHSd 10-2018-0098121

HO. _OH
@ i
OO Pd(PPhs)s, KyCO3 OOO
+

T

OOO THF/H,0, Reflux OO
Br O

Az 2-7: FE 2-49 Ax

4-(Gzgd-2-d) A B EA Al 4-Hdypz g d-1-d B E2ALS ALEElE AL AYstas, I9E 2-29 A%
=
MS: M+ = 481

Az 2-8: 3FE 2-89 A=

HO. _OH
@ B
OOO Pd(PPhs),, K,COj4 OOO
+

OOO THF/H,0, Reflux O‘O
Br O

MS: [M+H] = 507

Az 3-1: 3FE 3-19 AF
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[0306]

[0307]
[0308]

[0310]

[0312]

[0313]

[0314]

[0316]

[0317]

ZIHSdl 10-2018-0098121

1) 3= 3-A9 A%

B(OH),
OCF,4
Br | OCF3 Br O O |2
—_— —_—
| Br O Br

F4CO FsCO

1,4-T)B2H-2 5-t] 8 L =Wl#N(18.5 g, 0.038 mol)& (4-EZEFL2ZHEA)H LR Z2H16.0 g, 0.078 mol),
HEZZ|A(Ead 229 FeHF(0)(2.2 g), 2M 245 (114 ml), THR(360 ml)e} &F3tar, A4 ZHANA 8
AZE Fe B 2 wwsigith. W7 &, By gEEREduer FEsta, FriE AgshAa AddAN &)
eolAH o] E/EAt = 10/1(v/v)) o2 FElste], M 1A (8.0 g, & 38.0%) AT},

A7) WAl 31A)(8.5 g, 15.3 mmol), YA 3$-T1(9.0 g, 76.6 mmol), EE}Folo]tio]l=(5.0 g, 30.4 mmol),

0}o] 2¥1(0.19 g, 0.77 mmol)S UWEXELH S| =(20 ml)9} E3etar, o= ZHoA 2447+ Fob 37 2
WRkEI T, Bk 3 T 3% F2 FAH100 mD T Tl oHZ(40 ml)& FY 6}034 yA 18d&S AAs
i, B3 fed oEaz FEska, Agbd AE ) & ool EH ol E/Et = 10/1(v/v)) 22 e 8t
of WA TAR IFE 3-A5.4 g, FE: 54.00)F LA},

2) ke 3-19 Az

malononitrile
ag. bromine

Y

F5CO

B tpo] EF (1.7 @S 1,2-tho]HEABH60 ml)ol] 591 F Aa oA 210CE Yztaigitt. AF dtol
Zgho]=(1.3 @) 432 Uo] Hrleta, A2olA 208 Eo muksk 5 0CE Ayztsidvl. %A Ax3 3}
% 3-A(3.60 g, 5.54 mmol)T} HEZIA(EFHIEAN)De} g, 0.55 mmol)S Fstar, 37 =
oA 8AIZF ZoF wulElgtl, 1 &, Be iyl ool EHo] ER —li'—wﬂébl, T AV EFSR Ax 3 o
ettt o E olAEEE At TR T, Augbd AH(H
(1.8 g, & 62.0%) LA}

niﬂ
S -
0)
=~

o
2
i
o
B
=
I
o
hu
.l
i)
ol
s
}_,
24

Uaom, A7 3A(1.8 g HEUE-BO mDl =30 5, 343 BES(20 nl)E FAsHAT. 20 &<t
wwk 5 e SRFE Fdstel HEd AAS ofdeta, SRR AASY. 1 5, oMHEYER-R A
A sheHE 3-1(1.20 )& ATt
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[0319]

[0320]

[0321]

[0322]

[0324]

[0325]

[0326]
[0327]

[0329]

[0331]

SIHS31 10-2018-0098121

Az 3-2: FE 329 Ax

B(OH),

CF;
Br [ CF,4 Br O I,
— ® ——

malononitrile

ag. bromine
R

MS: [M+H]'= 493

Az 3-3: FFE 3-39 Ax

1) 3= 3-Bo] Az

Br F
I:[ Br F Br
F Br F

2,26, 6-HESH A Aol =3 FE(100 mmol)S THF(120 mD)el wHA F Ax %
Wztalolth. 1,4-tBER-2 5-T]Z 2 2wl (27.2 g, 100 mmol)S THF(60 ml)ol] o], A %7, -78CeA
A Fjskar, deom SR 1§, AF EAHE FEAow mEs TR, oY oA HE
2 wYste, ¥4 UEFeR dx 3 oeqivt. A A &l "ol o] E/ &4t =
10/1(v/v)) o2 Egsto], 1A(26.3 g, &1 66.0%)2 ATt

ol

tsog 22 6,6-HEdHEdgctol =3l glE (100 mmol)S THF(120 ml)ol] 3¢ & AL F7oA -78T=E
Wzksldth, 1,4-tH2R-2 5-T)ZF0 2-3-2 2 =MlA(39.8 g, 100 mmol)< THF(60 ml)ol] o], HAA %A,
-78TClA A Fsta, Aeor $lgt. 1 3, AF O AHUE FgANoE w3 FHsla, o

oMAlHIO|ER elste], ¢ FAUEFoR dx 9 odsigiv. Azl AH (A &l ol"oAlH ol E/
Ak = 10/ o2 #Este], 1A(30.3 g, & 53.0%) AAT}.

geoR 1,4-UJHER-2 5-T]ZF 0 2-3 6-U] 20 T=wlA(19.9 g, 0.038 mol)S (2-ZFQ24-EZTF 0 2o
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[0333]

[0335]

[0336]
[0337]

[0338]

[0340]

[0341]
[0342]

ZIHSd 10-2018-0098121

EADFLEEA(17.5 g, 0.078 mol), HEZHINA(Egoldd T ~m)Ze+5(0)(2.2 g), M ERXFZH(114 ml),
THF(360 ml)ot &gtatar, A 7oA 12417 F¢t 357 2 whteddd, Wzt 3 &3 tFzavdoes 3
E3tal, F712 AsbA A8 &l dEolAH ol E/ At = 10/1(v/v)) o2 EE3ste], WA 114(7.8 g,
TE34.7%)E AU},

ggoz, Ay WA 3A(9.06 g, 15.3 mmol), YA I$14(9.0 g, 76.6 mmol), EEMGF o}o]2
30.4 mmol), ©Fo]2¥(0.19 g, 0.77 mmol)E YWEEZELHI=(20 ml)e} &3Hela, ol=2 %
b B 2 wwkEgleh, Wk FE F, 3% H2 HAH100 mD) ¥ HelE olHZ(40 mD)E FYT. YA 1
=S Az, EF dddd oHzz FEst, Agtd A-CGIN & odopH el E/ AN =
10/1(v/v)) o2 Faste], WA w2 35E 3-B(3.2 g, & 30.4%)E LA,

2) 3}gE 3-39 Ax
OCF;

malononitrile

aq. bromine
—_—

F2CO

3158 3-A(3.60 g) ™Al 3HgHE 3-B(3.8 g)E AMgEE AL Astas, 3FEE 3-19 Az I3 Wy o
2 335 3-3(0.84 g)& Az

MS: [M+H]'= 561

Az 4-1: FFE 4-19 AF

e X O
' Nl | Pd(PPh3)s, KoCOg
Q + N » N N
THF/H,0, Reflux Q/Q B
.B N
41 O

Ao BE9719A4 500 ml T vle ZEfa3e) 2-(9,9-UHd-9H-SF 2 #-4-¢)-4 4,5, 5-H| EE}vE-1,3,2-t]
LALHZT(8.90 g, 20.04 mmol), 2-(WHE-4-Y)-4-F22-6-9d-1,3,5-E]o}72(6.25 g, 18.22 mmol)<
THF(240 ml)ell €43 Fol 3 2N vhabzZg 4=89(120 n)S FH7Ista, HEZI|A-(EddEaa) e
(0.63 g, 0.55 mmol)S ¥ ¥ 3AIZF &<t 714 2 wHkslglth, A2o=® 255 W5 1 & T5 AAS A F
T bR dxd & st 51713 o" opAlElo] E(230 ml)® AlAA St SH3hE 4-1(8.85 g,
& 7805 Az

-~
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[0343]

[0345]

[0346]
[0347]

[0348]

[0350]

[0351]
[0352]

[0353]

ZIHSd 10-2018-0098121

MS: [M+H] = 626

Az 4-2: 3AFE 4-29 A=

Q)
Q6 ’ 480

'O NN Pd(PPh3)4, KoCO4 _N O
* I P> > N /
N THF/H,0, Reflux XN
o- B,

4-2

2-(MHd-4-L)-4-F22-6-Hd-1,3,5-Eo}x thal 2-(M]#Hd-4-d)-4-(3-E2EHd)-6-H<d-1,3,5-Ex]
ol & Abgshe AS At ae, SRtE 4-19 Alx WY U HoeR 3FE 4-28 A3

MS: [ = 702

Az 4-3: 3FE 4-39 A=

Cl
N
d(PPh3),. cho3 O Q
i ©)\ THF/H,0, Reflux N~
On =W
-0 b
4-3
2-(9,9-t) ¥ d-9H-ZF 2 #ll-4-YU)-4,4 5 5-H| Eg|E-1,3, 2-T] AL B 2 EH*J 2-(9,9-t] ¥ d-9H-ZF 2 -2
A)-4,4,5 5-HEgHE-1,3,2-t)SAI RS TS ALSSE AS AQstuys, 33E 4-19 A Wy 5L

Hew, 3etE 4-35 A=zl

MS: [MHH]T = 507
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ZIHSd 10-2018-0098121

[0355] Azxd 4-4: SFE 4-49 Ax

Cl

OH Pd(PPh3)4, Ko;CO4
7

o= - O - C
OH THF/H,0, Reflux

NTSN
I ~
N
NTSN
I ~
N
[0356] 44

[0357] A FH719A 500 ml T vbe FEksFo (4'-Aloke-[1,1'-1]9d |-4-) HEAH6.03 g, 27.04 mmol),
2-(4~-(4-E22 Uz ead-1-d)dd)-4,6-t)3<d-1,3,5-E8]o}7(11.53 g, 24.58 mmol)<S THF(220 ml)ol <+A3
5 F oM eHZE F89(110 m) S H7ieta, HEZHI|2-(EgddE23)Z85(0.85 g, 0.74 mmol) & ¥
S T AN Fok 7 E keIt Ao EE UE1 B F& AASL B¢ dAnladgoes Az
& F g FFA7IAL olE obAlElo]E(250 mDE ARt Sk 4-4(12.22 g, & 81%)F AlEsHIT.
[0358] MS: [iHH] = 613
[0360] AZd 4-5: 3FE 4-59 A=
CN
cl ‘
OH Pd(PPhs)s, KoCO3 O
OH THF/H,0, Reflux
C
I ~
N)\©
N7SN
l ~
N
[0361] 4-5
[0362] 2-(4-(4-F 22z eE-1- 01)Jﬂa) 6—E]§ﬂ%_—1,3,5—EE]0 A Al 2-(4-(6-FEE Uz E-2-d) 9 d)-4,6-

t¥d-1,3,5-Egfoll e Abgahe AS AlQlstals, SehE 449 Alx WY Edd UHlew, 98 458

_60_



[0363]

[0365]
[0366]

[0367]

[0369]

SIHES 10-2018-0098121
A Z 3k e

MS: [+ = 613

[ 1]
v g 1-1

ITO(indium tin oxide)7} 1,000A°] FAZ w2t I®H f2 73S AA
stodch. olwl, AAIZE WM AHFischer Co.) AEFS ALEEIG O, = EolAHMillipore Co.) Al
Fo el (Filter)® 2x2 Zelzl FHTE AFEssi. IT0E 30 g & FHTE 23] WHEste] %
g AHE 1083 APt FHRGT AHo] 2 &, oAmRIAE, ofAE, WEEe SAR 253 A
& st AxRA F Ezvl AFVR FEAAG. &
FR7I2 7|HE FEAHG. oE
HAT(hexaazatriphenylene)E 150A 9] FAZ 4 ¥ F
Bes FEchke B4 87 k= HI-1(1150A) 5 3 T
FTTEZF o = A 150A0 = 3] FFE EBE AT FEste] HAA
AAZ 9ol | FA 300ASE F7] BFE BHeF BDE 25:19 FTEH|E
A7) w3 9ol 7] &= ET9F sly] 3HgtE LiQ(Lithium Quinolate)E
Aol FAR Az FY 2 FETS FASNNY. AV AR FY D 75T Y SAHoRE RAFAR
|=(LiF)e} 2,000A FAZ &FrFs SRt 55 A5k, 771 HF 24E A xS

il
rodF
-0,

A R C
T

AL
Lol
)
I

fu
o
=)
£
1)
z,
)
\
bﬁlioﬂﬁm
off X X AN N
: jincs
o ol o
do mot

1o oy
ofN
ot
=

o

e

of

ok i
olN
2
QL
o 8
w
oy
S

r
ol

A719] BN {18 FHEHEEE 0.4 ~ 0.7A/secE FA

"ES 2A/secd FF

As AegTh. EE, A7) AHEE SR a7l 2.

}ola, &9 ﬂ‘Ejr Z2elol= 0.3A/sec, &
2%

_ 7 -
L ZHA AEEE 2x10 0 ~ 5%10° torrE A8k, 7] wg

L

14
> b
k
il
Ho
N
)
4t
lo
h=)

b
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10-2018-0098121

[}

=

=

H

i
=)

LiQ

p
AY

&

A

HT-1

HW AFe] 1-2 WA 1-9

[0370]
[0372]

Azl X A3 343

22

Jriy
o

[0373]

, 787 Bl Al 1-

bl

°©

A}
)

A

=

=

¥ 27

=13
=

A3 1-1 WA 1-16

[0375]

51.

N

Lol 714 E Azl Al

37 %

[0376]

+el3, 20 mA/cn’ e A

S

7

N

20 mA/cng]

e

[0378]
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[0379]

[0381]

[0383]

[0385]

[0387]
[0388]

[0389]

ZIHSdl 10-2018-0098121

FUZAA 27] 3= tiH] 95%7F F&= AIZHT95)S AR, 2 A3E 317 & 19 YeEldA.

F 1

g2 AR A 5 At 3 T95

SAE ) (cd/A) (hr)

vl A3l 1-1 BH EB 4.33 5.93 270
vl A3 1-2 BH 1-1 4.24 6.12 280
Hlaw A3l 1-3 BH 1-3 4.15 6.16 280
vl A3 1-4 BH 1-6 4.17 6.04 285
Hlw A3 1-5 BH 1-8 4.23 6.17 290
vl A3 1-6 2-2 EB 4.22 6.05 285
vl Al 1-7 2-4 EB 4.23 6.18 280
vl A3 1-8 2-5 EB 4.13 6.09 275
vl A3ld 1-9 2-7 EB 4.16 6.21 280
A3 d 1-1 2-2 1-1 3.64 6.55 315
A3 1-2 2-4 1-1 3.63 6.53 310
Ao 1-3 2-5 1-1 3.62 6.64 315
23 14 2-7 1-1 3.68 6.75 300
Ao 1-5 2-2 1-3 3.72 6.64 310
234 1-6 2-4 1-3 3.73 6.66 305
Ao 1-7 2-5 1-3 3.75 6.69 300
23 1-8 2-7 1-3 3.74 6.67 315
A3 e 1-9 2-2 1-6 3.89 6.45 305
234 1-10 2-4 1-6 3.86 6.41 300
234 1-11 2-5 1-6 3.85 6.42 300
23 1-12 2-7 1-6 3.82 6.44 305
234 1-13 2-2 1-8 3.74 6.56 325
2 1-14 2-4 1-8 3.72 6.54 320
234 1-15 2-5 1-8 3.71 6.58 325
234 1-16 2-7 1-8 3.79 6.55 325

A7) E 16) vhehd vhsh gol, wla Agel 11 U4 1-0% 8heb4 19 SEES BB U4 AgsAL, EE 8
814 2] GBS BH WAl AW Ao, BHeha 13 ﬂvw 2% BAHE HAFES B AHed 279 5
e e, Ed, A9 11 WA 11168, S9H4 19 SdEs seta 20 SRS 47 Al 2
el TAER ASH Ao, B4 12 ey 22 BAHE BFES WP A8 249 54 e
Wit

ofell wlal Al thu] o] mhE A9 A &
W, T Ak 10 A 12% A= wolAar, EF £HS 5 WA S7HE ddkE eI

o) Belel, ¥ wel sobd 19 HYRL AAAF ARL A8 B Byel ety 29 HPTL WY
Fo BAE ARE %Y 4%, 471 B9 AR T A%, W 58, 2 59 54 AT 5 ok
A% #98 & A

vl Ao 2-1 WA 2-8

A7) s Agel 114, 47) BB g 3] Bl SR A 22 8] E 29 AR Azeld Az
FUE PHoR 7] WY 24 AN

_63_



ZIHSd 10-2018-0098121

20 F1AE AzoNA A
b2 AAs.

e

—

[0391] AF) 2-1 WA 2-4
[0392] 7] vlal Ao 1-1004], 7] BB SH§E A7) BH S5HE a7t shr] &
FES AFES AS AYstas, A7) v Agd 1-13 U PHoR 7] g 4%
[0394] A¥d 2-5 WA 2-16
[0395] 47 wlal A 1-1914, A7) HAT 3H§HE, A7) BB 3tgE, ¥ 7] BH 3&E ol 7—}7—} &7] % 20 7]A)
d Azl AxF FFgES AL AL A9stas, A7) vl A 1-13 FU3 wPoer 7] ug
oA E AASE T
[0397] A7) Az G7) BF AAZ 20 nA/en ] AFDENA TE5 AL BF 5L SANUL, 20 mA/om o] 7
FaZoA 27] 3= div] 95%7F H= AIZHT95)S SAET. 1 A¥E d7] & 20 e, vlwe] #
o5 $lsted, vl A¥e 1-19 A= A e
x 2
[0398] AETFAE 3= 0] Az Al S Kkl 3= 195
FAE (V) (cd/A) (hr)
v AEe 1-1 HAT BH EB 4.33 5.93 270
Hlw A3 o] 2-1 HAT BH 1-2 4.24 6.12 280
v A3 o 2-2 HAT BH 1-4 4.15 6.16 280
Hlw Agd 2-3 HAT BH 1-5 4.17 6.04 285
v A3e] 2-4 HAT BH 1-7 4.23 6.17 290
Hl A3 2-5 HAT 2-1 EB 4.22 6.05 285
v A3d 2-6 HAT 2-3 EB 4.23 6.18 280
Hll A3 2-7 HAT 2-6 EB 4.13 6.09 275
v 23e 2-8 HAT 2-8 EB 4.16 6.21 280
A 2- HAT 2-1 1-2 3.64 6.55 315
238ld 2-2 HAT 2-3 1-2 3.63 6.53 310
Ao 2-3 HAT 2-6 1-2 3.62 6.54 315
28ld 2-4 HAT 2-8 1-2 3.68 6.55 300
A 2-5 3-1 2-1 1-4 3.72 6.54 310
238ld 2-6 3-3 2-3 1-4 3.73 6.56 305
A 2-7 3-1 2-6 1-4 3.75 6.59 300
213l d 2-8 3-3 2-8 1-4 3.74 6.57 315
28 2-9 3-3 2-1 1-5 3.59 6.69 305
A3d 2-10 3-1 2-3 1-5 3.57 6.71 300
A8 2-11 3-3 2-6 1-5 3.59 6.68 300
AEd 2-12 3-1 2-8 1-5 3.58 6.67 305
23 2-13 3-3 2-1 1-7 3.74 6.56 325
Add 2-14 3-1 2-3 1-7 3.72 6.54 320
A& 2-15 3-1 2-6 1-7 3.71 6.58 325
23d 2-16 3-3 2-8 1-7 3.79 6.55 325
[0400] 471 & 19 Aol fAEH, st 1 9 gk 22 BAIEE S ES wE ARSS vlal Ao {7 3
3 2Atel wlEte], ol A HE3 Ao fr] BF A AAHoR B g8 7 WA 10% wokAH,
T AGe 10 WA 12% Fx Yolxar, 3 3L 5 WA F713 232 JeRfolc.
Yo7l AFFPsos B Ay w2 35ty 39 3gES AMEEINS Wl e dgte] B GelA= AEgS
- 64 -

[0402]



[0404]
[0405]

[0406]

[0408]

[0409]

[0412]

ZIHSdl 10-2018-0098121

ehRleh. B3 4@l 29 WA 2-128] f7] W 24 GoHoR TE Agte] rh gasty Ggel B
o gsshe AuE denid.

[2d 4 3]
Adq 3-1 YA 3-13

7] mlaL %‘_@Gﬂ 1-10l4, 7] ET 3}
Azl A Az sdEs AHEE A
= Azesiv.

A7) AZF 7] RG22 20 nA/en'd AFLENA TE ALT HF EHS AR, 20 m/en o] A

1) | 3= o] 95%7F == AIZH(T95)S A8t
o2 95te], Hlu A 1-1 WA 1-9 E A¥e] 1-1 WX 1-39] A= A et

¥ 3
AAREES | BFS5Y | AAGAF zst = T95
SAE ) (cd/A) (hr)
vl A3 1-1 ET BH EB 4.33 5.93 270
vl A3l 1-2 ET BH 1-1 4.24 6.12 280
vl A3 1-3 ET BH 1-3 4.15 6.16 280
vl A3l 1-4 ET BH 1-6 4.17 6.04 285
vl A3ld 1-5 ET BH 1-8 4.23 6.17 290
vl A3l 1-6 ET 2-2 EB 4.22 6.05 285
vl A3 1-7 ET 2-4 EB 4.23 6.18 280
vl A3l 1-8 ET 2-5 EB 4.13 6.09 275
vl A3 e 1-9 ET 2-7 EB 4.16 6.21 280
234 1-1 ET 2-2 1-1 3.64 6.55 315
A3 g 1-2 ET 2-4 1-1 3.63 6.53 310
23 1-3 ET 2-5 1-1 3.62 6.64 315
A3 e 3-1 4-1 2-7 1-1 3.68 6.75 345
AF e 3-2 4-4 2-2 1-3 3.72 6.64 350
23 3-3 4-1 2-4 1-3 3.73 6.66 345
23 3-4 4-4 2-5 1-3 3.75 6.69 345
Ao 3-5 4-4 2-7 1-3 3.74 6.67 350
23 3-6 4-4 2-2 1-6 3.89 6.45 340
Ao 3-7 4-1 2-4 1-6 3.86 6.41 345
23 o 3-8 4-1 2-5 1-6 3.85 6.42 340
Ao 3-9 4-1 2-7 1-8 3.82 6.44 340
A 3-10 4-1 2-2 1-8 3.74 6.56 360
A3 d 3-11 4-4 2-4 1-8 3.72 6.54 365
23 3-12 4-1 2-5 1-8 3.71 6.58 365
AH o 3-13 4-4 2-7 1-7 3.79 6.55 360
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