A[-=100

=1 T
SEE3d 10-2279196 %

&

(19) tigdl=
(12) 55533 H(B1)

5317 (KR)

(45) F1dx  2021d07€19¢
(11) =3 10-227919
(24) SE24A  2021907€13¢Y

(561) FAES &7 (Int. Cl.)

CO9K 11/06 (2006.01)
CO7D 333/76 (2006.01)
CO7D 409/12 (2006.01)

(52) CPCES| &+

CO9K 11/06 (2021.01)
07D 307/91 (2013.01)

(21) &Y%
(22) &29¢
A

A=)
(65) &
5

(43)

10-2016-0163809
20163 12402¢
2018312405
10-2018-0063707
20183064 12

CO7D 307/91 (2006.01)
CO7D 405/12 (2006.01) A% QA
HOIL 51/00 (2006.01)

(56) M A7)&2AHE
KR101535606 B1x
(o] %)

AA AT 5 3

(73) E31HA
(F) o)X H 2
]

(72) =gz}

HA &
A7 % 8QlA] FATF £ 54, 2015 5035
A=

THEE A5 MY
(¥ 7<)

(74) A
A

T AhdE 23, 101% 701%

(54) Wgel W3 7718 348 R o8

(57) 8 o

B owHe 4719 ad AE4EE f710% SR v Aewd, & (39 112 EASE A% 54
o7 &lar, o]l& AR AA|Fo| AL&st] F Aol wlste] WF g8, YA 2E T WG 5Ao] AAI 5
B GrlRAeAE FAT S olE 4710 SR B sl
[shab4] 1]
Arz
/
L1
Ar1 /
N
O
Ars



(52)

(72)

CPCE3| &+

C07D 333/76 (2013.01)
CO7D 405/12 (2013.01)
CO7D 409/12 (2013.01)
HOIL 51/0073 (2013.01)
HOIL 51/0074 (2013.01)
CO9K 2211/1029 (2013.01)
CO9K 2211/1088 (2013.01)

CO9K 2211/1092 (2013.01)
)

A HASYGE 230-10, 105% 3043

(56) A7z A

dA =150 14-9, 2035

KR1020160127429 A=
KR1020160059602 A
KR1020160059609 A
KR1020160057018 A
KR1020160054855 A
KR1020160052136 A
KR1020150098062 A
w1 ARl ojste] EH R

5

10-2279196




SE50dl 10-2279196

K}

71 [8he2 T 1A,
= CRiRy, 0 HE= So]at,
271 Ry WAl ReE A2 Fd3tAY Aolstar, 42 sgAo= F4, X3 e HX3E g@iF 1 WA 79 &

A7) B A g B vA g B 6 WA 309] obY] Foll A AEE= o] shubeln],
#

Arpe A3 WA wa

o, X7 001WA] A7) Ary R Arg FA o= Shrh @ Eim ujX @ UiEFAA7] Feel, (i) Ar, B
Arg 3 UheA) shubis X8 B WA EE SAF 6 WX 309 obdy], AF i wH @ g 3 A 309
slelzoldy), A% w vAsE EReddy] (B, 292 Fxe TR 3
A FhkE7] FA AEE= o d¥= o sl A (i) L WX

obd A& 5402 3,

m[u



10-2279196

2!
P 0

QQM&QQQ
Jo |
SIS

QQNoo Wogs
5 &
o

OQ w
SR

Qboocbu



SES4d 10-2279196



SES4d 10-2279196




10-2279196

s==4

55

63

62

61



SES4d 10-2279196



SES4d 10-2279196




SES4d 10-2279196

_10_



10-2279196

177

176

S o o Gl S JJ
o G o ~ o T
gl _ o ok gl o
~ ) ~
= T G o i
e ) o il
2o oy ad =
pwu Ao ol o =
Moo R m ey
n wr
o e @M o MV How
No o J_M ~ wr ﬁ#
o] X N . g
rF - % =
° ‘Hﬂ No .wu%n ik w_#.e
T g o B W s
% AT #a ﬂi_mﬂ °
° ) . : £ +
—_ X alil jlrd
_% 2 kS ox oj "o
" Y
® - [ alil o
‘ﬂ% # _,MM o ot _Lo
! ™
. - ° iy
== — . I
LY T fo  F 3 ~
| L = =T < I ~ oF
- 2l N ) * )
= (G = = 2 W
\......... ,.,\\\. .W . /ml .ﬂv %! — J_,ML i ‘Ewl lo
//.../m N AM./v L ™ o X o < el
.IN.._. I _— A 1 .HA../ ) ~ Mvro R - Wﬁ ‘_nwo
DY 2K S RPe s o n
"y [ \, Y, S i e A/I ) o~ ) = — do — :.L T
PRe & T o, 2 Y i 63 pi - o} -
_ i LJ i _ ® =l — 0
i e i - P - o}/ Mo oy _ .
_ \ . | —_ <0 %0 Jo 3T it =
_ CJ L - o . = adm B
& N _io ~ ! =r ‘_nwo
i > < = i
Y K 0 n N
1L i - Ho S < w7 oF
~T - o & ° o i
F!..W.. : ..__ D.\,ﬂ.l.wv & - OC o (™ - o ‘LOI
" i — - — —
e (YUY S T o ~ X T o
- ey X DTH_ N 3 —_ ZTu 3 X 5
T R4 = P SR = ® o
¢ : L AN 7o W - J_ML o T N
_ i W T T 50 ﬂWo oF 1 o = o \_n‘w_.w X 0 ﬂwo oF ur
&3 N = - T~ & o TP T4 = = T = o NP
ORER ODE RO DD PR T OOK R TR

"



E=d 10-2279196

oin

AT 7

7] SR ol Folxl

o
- o Ou@ o ile
, &

_12_



10-2279196

108

_13_



SES4d 10-2279196

_14_



SE506 10-2279196

164 165

166

L6 170 ik

173 ' 174

O a
/;\,\r—ﬂ@/d’\‘/
go
VB

_15_



10-2279196

s==4

™
o
ToR
o
el
<0

]

—
o

ol

wir
el
w
)
o

TR
2]

el

] A
7l & & o

2k

o))

[0001]

o

Bl

]

S
L

PEENER
R

=

o
3} AR e W AAE

=
-

A4 A

ol
=

fo 717 te wdw TAE o

P 2abe] oA
A7 23

o]

=ol7] 9l
T

Azt 7=l

L
o

&ol, &=lA

(exciton)o] ¥A

I A

[0002]

s

=K

=

Mo

o] Aol A& e+

=
R=A

=
o

71ES

[e]

H

F7EA] o]t

1l

=

A= Ak Wl

3]

skl 4l

[e)

1A @2 dejoltt. webA A= A
— 16 —

A

o]
e §7 A% 2R A% B}

A7) AL AT A2 A Apelel]

=
e

|

o

]
=1
=

S|

=]
s

A

1
[

oo g
A9 d 8
71 [543t

72 5F

of

[0004]
[0005]
[0006]
[0007]
[0008]
[0009]
[0011]



s

=

10-2279196

Fat

A Abolsta,

= O

o

Az ol

L

L

=

& FAF hg

F71 9

of

g 73
wge 44

X&= CRR,, 0 &= Solar, A7) Ry A R,

71 ()

[0012]
[0013]
[0014]
[0015]
[0016]
[0017]
[0018]

0
!
o

I

I

!
ot

0

BN
B

—_—

M

WA R

=

71, UE=R7],

Fipelet,

[<)

-

o]

A

.

oA A

=
5

7]

=
=

X

AL ol
A

o

o =

= 0]
T
=
A8k = ]

A2

=

=i}
FAI o P - o = T IR o R = R 2 e A=) g B

A

L

]

2

= v xgH
dd7]

(e}
S

Ly WA L,

=
T

[0019]
[0022]

o

o)

el
w

|

[z

olm

S
=

al

7

2R7], EFeHd,
N

3 E}F
o] e Afs)w =

=
)

)

, 7], wEd ], W

QFE AL 7]
, 9g4d7], geddr], Egelxy], Axmdr), AGEZUY], ojuttEr], o}

o

[e]

.

1

=
7] % olE]

SH Zold =]} ¢

2
=

|

=
=

Edd], AE7], HEZAEY].
A

[0024]

e E R 7], o

N

=
=

71, 7kt

=
=

A}
MzEolE7], MxAET), o

71,

ol]

KSR
p

dH= A

i

k)
o

stut, ofell

[<)

_17_

A ofefell A Al A om A

3|

of

L=
=

o] oA

L=
=

wrgel glojA, A7l A2H7]

2

[0026]



[0027]

[0028]

[0029]

[0030]

[0031]

[0032]

[0033]

[0034]

[0035]

[0036]

SE546 10-2279196

2 ol glolA], v €AV A Be XY ¢ 3, vasE 5488 A o, FAXA 4

= ddr], odr], Z2497], n-2297], olAXZHY], FEY] n-FE7], o]AFEY], tert-FE7], sec-
He7] 1-WE-2dr] 1-dE-Fer], ddr], n-Agr], oaddr], veddr], tert-AE”], #47], n-
a7, 1-dWEddr], 2-vEser], 4-vEd-2-9er], 3,3-vuEfer], 2-qdidr], #Adr], n-fqLE7],
1-Hg Ay, AFRAEEr], AS2aEEr], $97], n-587], tert-SE7], 1-WEAL 7], 2-oE
A7), 2-Z2FAYr] p-=d7], 2 2-tdEader], 1-ddE-zedr], 1, 1-gWd-Z237] ol4xday] 2-u
dAey], 4-EddAdr]) 5w Ar] Fo| o}, ol A A =t

woagel glojAl, WA A E: BAND vk G=AY|e] gait 593 @44 gou), ¢
A PAE FA g wsleld wgAstn, FANCZ, WEAY], ABA], n-ZREA], o|aEZEAY]
SERREA] | eBEA] o AREAY] | tert-3EAY], sec-REAY], n-ALEAY], deALSA ], o]
AL SN, B 2547, 3,3 ML R SA ], 2-o IR DA, n-SHGAT], oD S A7), noe A
A7), MAGAZ], A dRALA7] Fol @ 5 glont, olo] #AHE e o,

oo 9lojA], A7) dAldVE Fd e XY ¢ i, gagE 59488 dHHEA gon, FAF
dZE vidy], 1-X2d7], ojaxaddr], 1-5d4dr], 2-Fd4dr], 3-Fed7], 1-Aed7], 2-HAe 7],
1, 3-vlg-1-Fed 7], 1,3-Felteldr], &d7], 1-ddnjd-1-¢7], 2-ddr]d-1-d7], 2,2-4
A7), 2-dd-2-(Y=Ze-1-d)njd-1-¢ 7], 2,2-0]=(dad-1-)HnH)d-1-d 7], =~=udr], =gz
7] 5ol o} o]l A A gt
kot 6 WA 3090 A
7] o] 9lal, thEke ofr|e]
EgAdr], ZgolAldr], EFL
| oy, & e Her) o

goll SlolA, ofd7le WEA e vk F i, gags 5H A
o] nfgkA sl ek o}y 9] oz ddr], wdEdr], BHedr], 24

2E yxzygr], tEfAGY], dAdEHIY], steladr], HAHAI7], H
gd7], ofHUZelAd Y], EgHddry], ZZoSEU(fluoranthrene)”] Eo
dZv FH¥ = AL ottt

X 2

i

o

ol glolA | sHZner])E o]FAARE 0, N B $SB ¥¥st: FEH2ngr|2A, Bass B8] 3
Hﬂﬁ%L+%i¢3uV1%°7“1%%aaﬂ.ﬂﬂiﬂﬂﬂﬂc%&:ﬂgﬂl, T, ﬂ%ﬂ,ﬂw
7], Elo}E7], SAME7], SAHolEY], EgolEy], FEdy], vy Ey], Judr], Edeoxlr],
=71, otad|dr], Iuzly], IFAHALY], Awdr], AUEAY], AxAEdr], Zd ﬂléﬂ,ﬂﬂE

|

H o0

guitidy], sg= sadr], ek Aaﬂgﬂ olaFENY], A, AEY], WMESAET], Wzl
Es), WzEeEs], WEAEY], MxE M), HxE oMy, MEFgds], SuEFds], sue
%%ﬂ,ﬂﬂ%%ﬂ,ﬂ+ﬁ4€€ﬂ,%4ﬂ4§%l HolrlolEds], WzEolEd], swElolxdr] ol
glon}, oSolwt §guE AL o),

Bougel glolA, AZRIAVE 5HMs @AEA @ou, gat 3 A 209 o] uakAen, TAHoR
NamTzEy) AZrdr] ASzdadr) sugASeags] 2 s tugSeags), A2z, sog
FRay] 4dEnZReAY], 2 -UWEASR Y] 34 5B RS RN d-tert-FRA SR

BomHel glojM, EFedd = 2718 g #UIstgtEe] e AAE Foke] dA" TEEA, d2s

2 ownel qold, Ereddsls 9 ERodd
el f7)8kg el Uklﬂﬂﬁ okl Ada preld 9% el el A2

o glolA, A™briE FAF R Eguaddr], Egduddr], t-REhrEd™dr], adeddd
|, Tagudddr], Egudddr], gudddr], sdddr] sol slon ol A gt

S
U
N
mim
Uq’
QL
_‘a
)
N
x
iieA
sn o
=}
t
> o
=
o
)
e
\}
=
o

N

_18_



[0038]

[0039]

[0040]

47) [8heta) 112 EASE Bowde] mE f71%% sgEe 0 pRE Solgor sl flugade)
flEses AHgd & da, o FAHeR §U1ESe A AN B4Z AHgE F o
ol e [38H] T]2 BAE e StgEY] uieAd FAldEE 5] stEEEe] oy, o5t A4
= A opr},
1 2 3
Q Q Q
- a0
v~ "0 O~ O~
O~ O~ @ (O~
g J O
4 5 6
X W, Q
O ol
ase acase age
O~ O—rs O~
O O g
7 8 9
Q O a @
7
o O.. %
N Q.’O N Q O N
< s a e
g O )
10 11 12
Yo Y g
C
JJ O Qg
13 14 15
®

_19_



[0041]

_20_

SES4d 10-2279196



[0042]

ooo

g
o
o
O’

g

{ O~

g

SES46 10-2279196

Q
“ o8 o,
aze. A
C)
44
) @
2.2 8

_21_



omn
J
Jm
Qﬂ

10-2279196

[0043]

_22_



omn
J
Jm
Qﬂ

10-2279196

[0044]

_23_



[0045]

_24_

SES46 10-2279196



[0046]

[0047]

/_/’\\
/\ )
O Q
i
T

- 88
éig_\
SO0
)

>
94
/N
a=ass

/N
\L Vi
\\7
W
—<E/>-<7\/

Lo
\_/
= = =
N\ Vi © o
7Y J
—/ \_7 O
92
) ’g
'S 7
= = = M
I} ﬂ?\\v/z )/
&
95
/\:\ 5
\_({ <,\
/

[} 9
S Q
93
\7\ 7N
i SRR
NN
(e S N
f o j U
96
VRN
Q a)
/?\_/ N >_‘ O

Ot ©
'S

105

gl
o

108

& ©

SES4d 10-2279196



ol 10-2279196

o”{ o.ooﬂt O
&Qﬁuﬂ %Qo o%Qﬂ% %ﬁﬂ%

9

O £ e
mmd%% M%Q MO m%ﬂwm

112

[0048]

_26_



10-2279196

s==4

135

134

[0049]

_27_



omn
J
Jm
Qﬂ

10-2279196

[0050]

_28_



omn
J
Jm
Qﬂ

10-2279196

[0051]

_29_



10-2279196

s==4

174

173

172

177

176

175

[0052]

[0053]

wr

)
.50

_30_



10-2279196

=E2EG
ﬁﬁo_l

o wal Aol

H,

T B
TR o} ﬂﬁﬂ_Al
K _ W
IS Mw T RO o o:
A g Wy i
alil R _@o voﬂ WE B ioq. m_ﬁ_QﬂH <
= iy o = 3 =y 4 T =
7f E.aua e ~ R BN X o
ok o ~ . _ o s e - = o
= ~ - OnEJlA }%Zﬂo LW
o o Mo ) ) X O 5 o fin B TR
W o G e =2 W iﬁl_hﬂ e ﬂezur
— X s = o o EG I wo= O F TNT
X = Tx G o N A O oo P W arE e
F— ‘,A|o . =] aiﬁﬂoﬂ ,u“a#aﬂvﬂ — Ldﬂnm or,m.‘_ 1_m . = 7
_ o S A 7%;9.9 oS E ir ¥ = o = o o G
T o o 5 . £ o oF © & wr.1a < dr _ o o Ho oL
W g - g Mo & oS o oy g B =T h N N - S oew T3
CR o - g X fo ol w o ) o T ° o E RS M 3 =1 2 o )
SR . B %Qwﬁz_gm pe=Z By AT T AT
= T o_ﬂmfr ol el o zoh%%x e wu ol momlr@]a@e o)) . G Y B
e o &) zoﬂoh% o N M T X R ,Aﬁﬂfﬂ i R il
4 y sy w — oy ® e W of O T B T oo T2 P e = w5 s —
) X d ~ & i T N Ao o T o Y © inMudreE X Eﬂﬂ o KON
ga.é,? O T o oo %egzqﬂffv @H%wﬂﬁzf Tk X o
M%ar1zo db;oé Prw woE T N % — T E W g .
< g o R 4 L Shfw B gt TERE MR i o T g w X o 5 e
R A ET?% = &4 i A =gz ﬁ éggg %%L@} T T u@ra%& = A
AR G ERige e B E T RS n w M 2T = 5 ok s Bw i o m
o o 1o Ao "o b o X T ﬂu}((_\ﬂﬂ o - T o_uo.ﬂaeﬂ EzLM ﬁaau,(a\ = il
L% T - m@é#%ﬂ@ﬂﬂmoﬁAmo%%i #mﬁﬂ%o;i 4%%%% B
-x= M - Ko = 2o Mo K- G _ 2 _ o) = T T G
R of x No Nre @ ST e ~ T e:.ﬂp],ﬁ ol 1r]dr oy X Tl 0 zo]k ™ g G Il
o 2 oo M up oW NF g e ® 2" iy W & ° el Foop BT e e < (o mﬁ L
Moo ey A ~ .9 2o R 5 M= o) oo ~ Gl A N o
o E o mw LG e g = o M s = g i w5 N R of 9 - o mw i ¢ =
h — - X Njo r‘w \l/yca —y Or () oR 0 ) T =
ﬂaﬂﬂr omwwﬁE = WM%O_ oviozlpmu ?i%ﬂ_ﬂ CG) L,wwu.mmﬂ] mcw]aﬁo mﬁOfﬂW 1__A@, TR
,WE B N f X ]AT <0 o ‘wﬁ:l 1E|¢l e 7o ol Lol O‘.ﬂ E.:l ‘;Hym X o WME 0 J_ﬂu‘_lv.wL z.ro‘OI o : J_ﬂlh;é
ﬂgg%,y > me e T R awfi/, @ P E W w0 .
%um%mﬁgﬂ. 4T ﬁ%amﬂgwx%o EE %@mﬁAAlﬁLn%,}é -
ST A T T 3 U o*ﬂolp INC B T 83 o T Xomp g W<
. s x oo T w04 T SH %ﬂ_f o W5 &N op U }@%za ol o1
,mlwm_h .ﬁ ﬂl,&ﬂﬂl :ﬁ_zoo,wﬂ,mlmm ,m.hbfmurm@,q er le_lm._‘.w ,@.oo,ol ﬂL_,.m‘_l@lLie _zo,mﬂ
10_ ! M,q.ﬂqo#a o X m_u.o‘HOI owu ,mu]:ﬂ < zTi = ulo ,OIEHE (YR 5 C 70 Y 0o Mo 50 = R o
i SE Tl % T xom = 2 o W= oo gk ey o & By oy
T égﬁﬂgﬂl& T N o c%ﬂ%,m MR 4 .nmgﬁo_i_gﬂi@u T
W%&;%yﬂow R &%%5@ ST n T 3 o X B wﬂdﬂgm B G
< = o B oF ok 7 oy o O rale m G HoX ] s g a9 5 il My N IR
W e = W 5w N T« ® Ao T2 5 w2 o S iy
dﬂqp ovq_zodﬂ e er@%oao ﬂorM T | Eﬁ,mﬂumo m_u ﬁiﬂﬂﬂ _zoxﬂEo o_,ﬁIE = calis
GOSN o < I R AR wTE R 2 g o® = I = e TN -
Tk W = s gﬂo%d ol CIN = T E o 2 o
oo %OZTOE ‘wo ]M‘Jw.ﬂ_zo E%ﬁlow‘_ ~ N y_dnz _Z#oﬂadﬂ WlH]LﬁIE - ol %oM yﬂai X )
T m g qu%qoﬂo_ﬂ; offgﬁe eoLE ﬁmmﬂa%q% e R o M
o 0T _— o . ‘mon7 o ]AmmﬂA e ~y ]A_Ho 3 = . ,.%ol! }ﬂom noe
BN wo M ®E ) B2 Mook T E ) N o= Sca % X o g x T
R gos S = 5 U R B 0 L, XE TEA T 5 - Sk ® 5
) Pt ,lJ. - —_
%txﬂﬁﬁgJ;T%s%t%x¢§o czua%}g %dﬂﬂﬂoagﬂﬁzqaz T X
) b ¥ o e ol T ™ g M ™ v BT cH o M i i T
R Tom z @ T 3 T w M 2o ol & pas ool e L R
<~ T mm,_,mdﬂﬁ._ 7EmM_i%% ﬂa» ,ﬂEﬂw‘ E%:udr EwugEmEr oo R 5% Mﬁéﬁmﬂ i
B a«E?hE %?%a«% iﬂ%M i mmaurmw = g imﬂ ol .
b o ew D w B 5 F BT B N iabm%%g nE TE
do e 7 o Haow ow T 5 = & CU e S ok T
50 = S o o T ot 5 I gy © © = <~ =
*eg 2 LT woR S R0 RN s oW r
L I semy P oo £ ks
o Mo 2 SR ?luf BT o = Ry
) JOW‘qu o) X I w_vﬂlq mT.cm
XH%oleﬂ_ﬂ iO]rnm_; an#eﬂ wwﬂdr X
< Nl RO o) Ho o M p o oy
SEZ 3 g gy b
W 1ﬂ4
Hdﬂammuaa + =
o= mw

[0056]
[0058]
[0059]
[0061]
[0062]
[0063]
[0064]
[0065]
[0066]
[0067]
[0068]

& ohitt.

-31 -



[0070]

[0071]

[0073]

[0075]

[0076]

[0077]
[0078]

[0080]

[0081]
[0082]

[0084]

[0085]
[0086]

art 9% g 5 v
ola}, & wyel olal% §71 Slatl wigrde NS ANBT. 2, avlel AAdE B wEe dAs
7] 918 lolm, olol ool X wyel Wt FRHE AL o)

(1) =74 29-1¢] 34

F
F

NO, B(OH), NO;
'O ]
’ 3

291

4-bromo-1-fluoro-2-nitrobenzene (20 g, 0.091 mol, sigma aldrich), phenylboronic acid (13.30 g, 0.109
mol, sigma aldrich), potassium carbonate (25.13 g, 0.182 mol, sigma aldrich), Pd(PPhs), (3.15 g, 0.0027

mol, sigma aldrich), Toluene 220 mL, Ethanol 40 mL Y il 5A|7F E¢F 57 wwkale] wFS A AT, ¥H8 =
F M0 : MCE o] &3t FEEE 3 T AHAA (N-HEXANE : MC)3te] <F 7kl 29-1> 17.6 g (558 89%)
53kt

(2) 7+ 29-2¢] A

4

F
NO,
O NO, . o
+ @/OH—> O O

29-1 29-2

ZZHA] 29-1 (15 g, 0.069 mol, sigma aldrich), 2-bromophenol (11.95 g, 0.069 mol, sigma aldrich),
potassium carbonate (19.09 g, 0.138 mol, sigma aldrich)ell dimethylformamide 200 mL ¥ 3L 90 TollA 124
7 Tt Wk & Zwl Pd(0Ac), (0.78 g, 0.0035 mol, sigma aldrich), triphenylphosphin e (1.81 g,

0.007mol, sigma Aldrich)& F7F T3t 90 CTolA 2.5A1%F &<t wnkste] BEGAIATEH, ¥ES T8 F 1,0
BASl 2825 3 = A1 A (N-HEXANE : EA )3lo] <F71A] 29-2>5 15.8 g (58 79%) +5319tt.

(3) Z7A 29-3¢] 3HA

0 0

292 293

A 29-2 (15 g, 0.052 mol)S Ethanol : H,0(4:1)el ¥il 2 H ol iron powder(14.48 g, 0.26 mol, sigma
Aldrich)¢} 92bs Wil 2417 &et 3 wwkste] wkgAIZTh, vk T8 § H0 @ EAol Z&eE & & A4

A (N-HEXANE:EA)3to] <Z7HA] 29-3>S 10 g (58 74%) 53191},
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[0088]

[0089]
[0090]

[0092]

[0093]
[0094]

[0096]

[0097]

[0098]

[0100]

[0101]
[0102]

SES06 10-2279196

(4) Z7HA 29-4¢] 3HA

29-4

2-bromo-4-iodophenol (20 g, 0.067 mol, yurui), phenylboronic acid (9.79 g, 0.080 mol, sigma aldrich),
potassium carbonate (18.50 g, 0.134 mol, sigma aldrich), Pd(PPhs)s (3.87 g, 0.0033 mol, sigma aldrich),

Toluene 220 mL, Ethanol 40 mL YWl 4A1ZF FoF 7 wwkslo] wkA AT, w2 £83 3 L0 : MCS o] &3}9]
w8 E ¢ & APAGgA (N-HEXANE @ MC)3to] <& 7HA| 29-4>F 14.1 g (5884.6%) FT53F3UTE.

(5) 74 29-5¢] 3HA

i\ g
Br
& |

©/B(OH)2 O F

294 29-5

=04 29-4 (14 g, 0.056 mol), 2-fluorophenylboronic acid (9.44 g, 0.067 mol, sigma aldrich),
potassium carbonate (15.54 g, 0.112 mol, sigma aldrich), Pd(PPhs)s (3.25 g, 0.0028 mol, sigma aldrich),

Toluene 200 mL, Ethanol 40 mL Y3 4A|F SoF 35F wulslo] wkSA AT, ¥+ E23 T [0 : MCE o] 83}
ZRYZ 3 T APAA (N-HEXANE : MC)ste] <F7HA] 29-5>Z 13.2 g (& 88.9%) F53atitt.

(6) =74 29-6¢] 3HA

OH OH
Br
O . O F
295 296

A 29-5 (13 g, 0.050 mol), N-Bromosuccinimide (8.76 g, 0.050 mol, sigma aldrich),
Dimethylformamide 150 mL ¥iL 60 TCollA 12A]7F F<F wwksle] WESAZATH, WS £83 & IM NaOH =892
il wHAlA o 3gk - xste] <FHA 29-6>5 10.2 g (& 60%) TS

(7) E2+A 29-7¢] A

OH Br

Br O
ORI Y
296 297

ZZHA] 29-6 (10 g, 0.030 mol), Nall (1.4 g, 0.058 mol, sigma aldrich), Dimethyl sulfoxide 100 mL YL
140 ColA 5A1F et wwksle] whEAIFTH, wHE FE F 0 : MCol| FTREE ¢ F APAFA (N-HEXANE :

MC)&ted <F7H4) 29-7>% 3 g (& 31.9%) 533},
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[0104]

[0105]
[0106]

[0108]

[0109]
[0110]

[0111]

[0112]
[0114]

[0115]

[0116]
[0117]

S==35| 10-2279196

(8) =x1A 29-8¢] 3HA

NHy O O
O, o HN
558 SIS S
+ /\’ //—\\_ )—Br O O

O \—
293 29-8 I

=24 29-3 (10 g, 0.039 mol), 4-bromobiphenyl (9.89 g, 0.042 mol, sigma aldrich), Sodium tert-
butoxide (7.41 g, 0.077 mol, sigma aldrich), Zwuj] Pd(dba), (1.11 g, 0.0019 mol, sigma aldrich), tri-

tert-Bu—phosphine(0.78 g, 0.004 mol, sigma aldrich)el Toluene 150 mLE ¥ 100 CollA 4A17F &<k uk
ste] WS AIFTE. HbE FE T H0 ¢ EAol TEEE ¢ T APAA] (N-HEXANE : EA)3FS] <FHAl 29-8>%

12.4 g (575 78%) 533t

(9) 3hst= 29°] 94

O
O ° O + O O _— @H N @C\>

A 0

S [ ares
29-8 29-7 \b

29

ZZHA) 29-8 (10 g, 0.024 mol), =7+A 29-7 (9.42 g, 0.029 mol), Sodium tert-butoxide (4.67 g, 0.049
mol, sigma aldrich), Zmwl Pd(dba), (0.70 g, 0.0012 mol, sigma aldrich), tri-tert-Bu-phosphine (0.49 g,

0.0024 mol, sigma aldrich)el] Toluene 150 mLE il 100 CollA 4A]7F B<F wytsle] HESA| AT, ¥HS £8
0 ¢ MCol FEHES 3 F AR AA (N-HEXANE : MC)3le] 3gE 295 11.7 g (& 73.6%) F53tTt.

H-NMR (200MHz, CDC13):8 ppm, 2H(7.89/d, 7.66/d, 7.57/s, 7.54/d, 7.38/m, 7.32/m, 7.07/s, 6.69/d)
3H(7.41/m) 6H(7.52/d, 7.51/m)

LC/NS: m/z=653[ (W+1)']

Sde] 2 ¢ ek 389

)

/4

(1) 224 38-19] sHA

Br Br B(OH), O
o Br,

4,6-dibromodibenzofuran (20 g, 0.061 mol, Yurui), phenylboronic acid (8.98 g, 0.074 mol, sigma
aldrich), potassium carbonate (16.96 g, 0.123 mol, sigma aldrich), Pd(PPhs), (3.54 g, 0.0031 mol, sigma

aldrich), THF 250 mL, H;0 50 mL g3L 4A)7F FoF 3bF wwksle] WhA|ZTH, Hke- F8 3 H0 : MCE o] &3}

o SEEE & F AYUAA (N-HEXANE : MC)3te] <Z7HA| 38-1>% 14.3 g (& 72%) T53300).
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[0119]

[0120]

[0121]

[0123]

[0124]
[0125]

[0127]

[0128]
[0129]

[0130]

[0131]

[0133]

SES46 10-2279196

(2) Z3HA 38-2¢] 3HA

=74 38-1 (14 g, 0.043 mol), Bis(pinacolato)dibron (14.3 g, 0.056 mol, sigma aldrich), potassium
acetate (8.50 g, 0.087 mol, sigma aldrich), PdCl,(dppf) (0.95 g, 0.0013 mol, sigma aldrich), 1,4-

Dioxane 200 mL Wil 95 CTellA 12A17F 5<t ugtste] gbEA Y. 93 T8 & 00 ¥i TREE 3 § 4+
AA (N-HEXANE : MC)3}e] <ZF7HA 38-2>S 11.3 g (78 70.5%) S53F%itt.

(3) =7HA 38-39] 34

38-2 38-3

1-bromo-4-iodobenzene (10 g, 0.035 mol, sigma aldrich), =34 38-2 (15.71 g, 0.042 mol, sigma
aldrich), potassium carbonate (9.77 g, 0.071 mol, sigma aldrich), Pd(PPhs), (2.04 g, 0.0018 mol, sigma

aldrich), THF 250 mL, H,0 50 mL 23 12A17F FoF 3% wulsle] ubSA AT, ¥k 23 Z 1,0 : MCE o]
tol SRS 8 & Ad A (N-HEXANE @ MC)3te] <Z7+A] 38-3>S 11.6 g (578 82%) 533},

(4) sHet= 38¢] 3HAd

[«0
il

QU g -
° HN \*/ o
TR o ' % s can e

/\ /0
SN

298 38-3 38

Z2r4 29-8 (10 g, 0.024 mol), F%FA| 38-3 (11.64 g, 0.03 mol, sigma Aldrich), Sodium tert-butoxide
(4.67 g, 0.049 mol, sigma aldrich), Zw] Pd(dba), (0.70 g, 0.0012 mol, sigma aldrich), tri-tert-Bu-

phosphine(0.49 g, 0.0024 mol, sigma aldrich)ol] Toluene 150 mLE Yil 100 TolA 8A|ZF F<F wwtdte] Hb
SAAT. W FE S HO : MCol FRIE ¢ T AAAA (N-HEXANE : MO3SH] 3F3E 38 13.2 g (F7

74.4%) 538F3ATH.

¢

o

H-NMR (200MHz, CDC13):§8 ppm, 1H(7.89/d, 7.66/d, 7.57/s, 7.32/m, 7.07/s) 2H(7.85/d, 7.81/d) 3H(7.41/m,
7.38/m) 4H(7.54/d, 6.69/d) 6H(7.52/d, 7.51/m)

LC/MS: m/z=729 (M+1)']

§del 3 ¢ sstE 48 oA
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[0134]

[0135]
[0136]

[0138]

[0139]
[0140]

[0142]

[0143]

[0144]

[0146]

[0147]
[0148]

SE50 10-2279196

(1) FZHA 48-1¢] 34

O Br O Br
H O)K©\ —_— M eo)ﬁ
cl Cl
48-1

2-bromo-4-chlorobenzoic acid (20 g, 0.085 mol, sigma aldrich), iodomethane (18.08 g, 0.127 mol, sigma
aldrich), Sodium bicarbonate (14.27 g, 0.17 mol, sigma aldrich)el dlmethylformamlde 200 mLE ¥l 60
Tol A 24417 St kst WEGAIZATE. WS T8 F HO ¢ BAdl S8 E 3 & AFAHA (N-HEXANE : E

Aete] <F7HA 48-1>S 12.4 g (58 79%) TS5k},

(2) ZxA 48-2¢] 3HA

O Br O Br
Cl Cl
48-1 48-2

=704 48-1 (12 g, 0.048 mol)ol] THF 150 mL @il 0 CollA w®Fs}H A phenyl magnesium bromide(13.08 g,
0.072mol, sigma aldrich) & 3] YolFa A2 12417 &< wukste] dbEA AT, dhg F5 5 H0

EAYl 2822 & 5 APAA (N-HEXANE : EA)BHe] <Z3HA] 48-2>2 11.2 g (5§ 78.8%) +5331tt.

(3) 714 48-3¢] 3¥HA

0] Br @) Br
48-2 48-3

=74 48-2 (20 g, 0.068 mol), silver oxide (23.52 g, 0.102 mol, sigma aldrich), potassium carbonate
(23.38 g, 0.169 mol, sigma aldrich), Zm] Pd(0Ac), (0.61 g, 0.0011 mol, sigma aldrich)ol

trifluoroacetic acid(TFA)S €1 140 TollA 24A17F =¢F wwlkale] ke AT, WS £8 3 H0 : EAdl &=
Be2 o T AAAA -HEXANE : FA)Fe] <27HA] 48-3>S 12.6 g (8 77%) S-S54},

(4) Z7+A 48-4¢] A

O Br Br
- n
Cl Cl

48-3 48-4

ZZHA] 48-3 (20 g, 0.068 mol), sodium borohydride (149.07 g, 0.34I1mol, sigma aldrich), anhydrous
aluminum chloride (3.87 g, 0.102 mol, sigma aldrich), tetrahydrofuran 300 mLE ¥ il 2A|%F F<F &7 o
wkale] WhS A AT, WhE F8E F 0 ¢ FAYl FRYE 3 F A-AA (N-HEXANE : FA)SFe] <F7HA] 48-3>%

13 g (& 68%) F5stitt.

_36_



[0150]

[0151]

[0152]

[0154]

[0155]
[0156]

[0158]

[0159]
[0160]

[0162]

[0163]

[0164]

SE506 10-2279196

(5) =7HAl 48-59] 34

Br Br
L. .
Cl Cl

48-4 48-5

FA 48-4 (15 g, 0.054 mol), potassium tertbutoxide (18.06 g, 0.161 mol, sigma aldrich)&
tetrahydrofuran 200 mLE 93 0 C 10% Bt wHkA7l & iodomethane(ZZ 85 g, 0.161 mol, sigma aldric
hE Wil d2ollA 12413F &<k anksto] WA 7Y, vk $5 F Hexaned Wil wrb $ of3habar A A A
(N-HEXANE : EA)3}o] <Z7HA] 48-5>8 11 g (5% 66.7%) 53590},

(6) =714 48-69] 3HA

O ——

48-5 48-6

=74 48-5 (15 g, 0.049 mol), 4-aminobiphenyl (9.90 g, 0.059 mol, sigma Aldrich), Sodium tert-
butoxide (9.37 g, 0.098 mol, sigma aldrich), Zw] Pd(dba), (1.40 g, 0.0024 mol, sigma aldrich), tri-
tert-Bu-phosphine (0.99 g, 0.0049 mol, sigma aldrich)el] Toluene 150 mL= ¥3il 100 ColA 6A1F &<k oL
whate] wES AT HES FR S W0 0 MCol SEE I T ARAA (NEXANE : MO <F3HA] 48-6>%

15.8 g (& 82%) 53F9t}).

By
o

(7) =31A 48-79] 3}

o,

ZZHA] 48-6 (15 g, 0.038 mol), phenylboronic acid (5.54 g, 0.046 mol, sigma aldrich), potassium
carbonate (10.47 g, 0.076 mol, sigma aldrich), Pd(PPhs), (2.19 g, 0.0019 mol, sigma aldrich), Toluene

200 mL, Ethanol 40 mL ¥ 4A|ZF Bt 87/ wwkste] WHSAIFTH, ¥ TH T 1,0 : MCE o]83std F&&
= 3 T APAA (N-HEXANE : MC)3le] <F7+A] 48-7>% 13.3 g (78 80%) =531},

(8) g}ULD 48/] UI—/H

P e
s

Z7HA 48-5 (10 g, 0.023 mol), =7rAl 38-3 (10.95 g, 0.027 mol), Sodium tert-butoxide (4.39 g, 0.046
mol, sigma aldrich), Zuj Pd(dba), (0.66 g, 0.0011 mol, sigma aldrich), tri-tert-Bu-phosphine (0.46 g,
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[0165]

[0166]
[0168]

[0169]

[0170]
[0171]

[0173]

[0174]

[0175]

[0177]

[0178]
[0179]

2
(=
oo
>
)
n
3
oo
o\
Al

0.0023 mol, sigma aldrich)ell Toluene 150 mLE il 100 ColA] 6A]7F &<F wHks}
FHO @ MColl S8EE & F AHAA (N-HEXANE : MCO)3te] 3HgHE 488 13.2 g (58 76%) 53131 T).

H-NMR (200MHz, CDC13):§& ppm, 1H(7.87/d, 7.55/d, 7.42/s, 7.28/m, 6.70/s) 2H(7.85/d, 7.81/d) 3H(7.41/m,
7.38/m) 4H(7.54/d, 6.69/d) 6H(7.52/d, 7.51/m, 1.72/s)

LC/NS: m/z=7550 (M+1)']

Srdel 4 3HeHE 58] §HA

(1) 3+ 58-1¢] 3HA

SH
SH

Br
Br B(OH), O
O
| g
58-1

2-bromo-4-iodobenzenethiol (15 g, 0.048 mol, yurui), phenylboronic acid (6.99 g, 0.057 mol, sigma
aldrich), potassium carbonate (13.21 g, 0.096 mol, sigma aldrich), Pd(PPhs), (2.76 g, 0.0024 mol, sigma

aldrich), Toluene 200 mL, Ethanol 40 mL ¥ 4AIZF Fot 7 wHksle] WA AT, ¥ F5 T H0 @ MC
= o] gdle] ZEYE 3 T AYAA (N-HEXANE : MC)ste] <Z7H4] 58-1>2 10g (& 79%) 5383},

(2) FZHA 58-2¢] 3t

SH SH O
O Br E

©/B(OH)2 , O F

58-1 58-2

=74 58-1 (15 g, 0.057 mol), 2-fluorophenylboronic acid (9.50 g, 0.068 mol, sigma aldrich),

potassium carbonate (15.64 g, 0.113 mol, sigma aldrich), Pd(PPhs)s (3.27 g, 0.0028 mol, sigma aldrich),
Toluene 200 mL, Ethanol 40 mL ¥ il 4A]7F %<t 37F wwrsle] WRSAIZTH, WS Z8 3 {0 @ MCE o] &35}

SedlE ¥ A9A (N-HEXANE @ MCO)&te] <F3hA] 58-2>5 12.7 g (& 80%) T53kltt.

(3) FZHA] 58-3¢] 34

SH SH
Br
Jr__ Ul

A 58-2 (10 g, 0.0360 mol), N-Bromosuccinimide (6.35 g, 0.036 mol, sigma aldrich),
Dimethylformamide 150 mL YL 60 TCollA 12417 F<¢F wwkasle] wkSA AT, WS 8 & 1M NaOH 89S
Hal wHkAA o3k § Azl <F A 58-3>S 9.7 g (& 75.7%) TSI
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[0181]

[0182]
[0183]

[0185]

[0186]
[0187]

[0189]

[0190]
[0191]

[0192]

[0193]

[0195]

SES4d 10-2279196

(4) 3+ 58-4¢] 3HA

Bfﬁ
S o

584

Z2r4 29-6 (10 g, 0.028 mol), NaH (1.0 g, 0. 042 mol, sigma aldrich), Dimethyl sulfoxide 100 mL ¥ il
140 CollA 5AIZF &t wwkste] whEAIZTH, ¥ FR F HO0 : MColl TREE ¢ & APAA (N-HEXANE :

MC)3ted <F Al 58-4>F 3.3 g (& 35%) F53Ftt.

(5) FZHA 58-5¢] 34

OO 0w — I

U D

58-4 8-5

=74 58-4 (10 g, 0.029 mol), 4-aminobiphenyl (5.97 g, 0.035 mol, sigma aldrich), Sodium tert-
butoxide (5.65 g, 0.059 mol, sigma aldrich), Zmv] Pd(dba); (0.85 g, 0.0015 mol, sigma aldrich), tri-

ter t—-Bu—phosphine(0.60 g, 0.0029 mol, sigma aldrich)el Toluene 150 mLE ¥al 100 CeollA 6417t &<F uvk
st WA, RES FE F H0 - MColl R E o & A AGA (N-HEXANE : MC)3}e] <&3HA 58-5>& 10

g (5§ 79.5%) FE3H9T).

(6) §].‘o‘1—ﬂ 58-4 zﬂ—/H

o&i. %: -

Z2r4 58-5 (10 g, 0.023 mol), =%+A| 38-3 (11.21 g, 0.028 mol), Sodium tert-butoxide (4.5 g, 0.047
mol, sigma aldrich), Zvl Pd(dba), (0.67 g, 0.0012 mol, sigma aldrich), tri-tert-Bu-phosphine (0.47 g,

0.0023 mol, sigma aldrich)o] Toluene 150 mLE Y3 100 ColA 6A17F B¢ wukste] &AL, ¥-& 2
500 ¢ MCol FEEE & F APAA (NHEXANE : MC)sho] 319HE 58& 13.9 g (57§ 79.7%) 53},

H-NMR (200MHz, CDC13): & ppm, 1H(8.45/d, 7.98/d, 7.50/m, 7.36/s, 7.15/s) 2H(7.85/d, 7.81/d, 7.38/m)
3H(7.41/m) 4H(7.54/d, 6.69/d) 6H(7.51/m) 7H(7.52/m)

LC/MS: m/z=745[ (M+1)']

StAdo 5 ¢ 33HE 699

)

/4
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[0196]

[0197]
[0198]

[0200]

[0201]
[0202]

[0204]

[0205]
[0206]

[0208]

[0209]

[0210]

SES06 10-2279196

(1) 3+ 69-1¢] 3HA

= S S

69-1

2-bromodibenzofuran (15 g, 0.061 mol, sigma aldrich), Bis(pinacolato)dibron (13.58 g, 0.079 mol, sigma
aldrich), potassium acetate (11.92 g, 0.121 mol, sigma aldrich), PdCl,(dppf) (1.33 0.0018 mol,

g,
sigma aldrich), 1,4-Dioxane 200 mL 23 95 TollA 12A]7F &t wytste] whSA|ZTh, whe 8 T H0 912
SHYE o T APAA (N-HEXANE : MO)3te] <F7HAl 69-1>5 12.5 g (& 70%) F533itt.

(2) Z7HA 69-29] A
Br
>oi§ . '%C/%Br o O .
-0 -0

69-1 69-2

1-bromo-4-iodobenzene (10 g, 0.035 mol, sigma aldrich), I 69-1 (13.52 g, 0.046 mol), potassium
carbonate (9.77 g, 0.071 mol, sigma aldrich), Pd(PPhs), (2.04 g, 0.0018 mol, sigma aldrich), THF 250

mL, H,0 50 mL Yl 12A1%F §F #hF wwksle] wkgAIATH Wk FE F N0 ¢ o] &3te] FREE & F
AAAA (N-HEXANE : MC)3te] <ZF3HA] 69-2>5 9.6 g (58 84%) 5313t}

(3) =74l 69-39] 34

+ % ”
O O O Q

29-3 297

ZZHA) 29-3 (10 g, 0.039 mol), =7+A 29-7 (14.96 g, 0.046 mol), Sodium tert-butoxide (7.41 g, 0.077
mol, sigma aldrich), Zmwl Pd(dba), (1.11 g, 0.0019 mol, sigma aldrich), tri-tert-Bu-phosphine (0.78 g,

0.0039 mol, sigma aldrich)ol Toluene 150 mLE YL 100 ColAl 6A17F B¢ wwkste] WHSA AT, ¥HS =8
F HO @ MCol TR E ¢ & AHAA (N—HEXANE : Mc)o}O% <FA 69-3>8 15.3 g (& 79%) 5313}

(4) 3et= 699 34

. s
o N \ _J \ /
N/
7 N )~
0 O-Ces
693 692 ;b

69

ZZHA] 69-3 (10 g, 0.020 mol), 3 69-2 (7.73 g, 0.024 mol), Sodium tert-butoxide (3.83 g, 0.040
mol, sigma aldrich), Zmuj Pd(dba), (0.57 g, 0.0010 mol, sigma aldrich), tri-tert-Bu-phosphine (0.40 g,

0.0020 mol, sigma aldrich)ell Toluene 150 mLE 21 100 TolAl 12A17F &<k wwtale] WA AT, ¥k-g &

_40_



[0211]

[0212]
[0214]

[0215]

[0216]

[0217]

[0219]

[0220]

[0221]

[0223]

[0224]
[0225]

SES06 10-2279196

2 3 0 : MCol ZEEE 3 F A-AA (N-HEXANE : MO)sle] 335 692 11.7 g (558 78.9%) F538F9t).

H-NMR (200MHz, CDC13): & ppm, 1H(7.85/d, 7.81/d) 2H(7.57/s, 7.54/d, 7.41/m, 7.07/s, 6.69/d) 3H(7.89/d,
7.66/d, 7.32/m) 4H(7.52/d, 7.51/m, 7.38/m)

LC/NS: m/z=743[ (W+1)']

rdel 6 sHeHE 759 A

(1) Z3HA 75-1¢] 3HA

Al —
O

=24 29-7 (15 g, 0.046 mol), Bis(pinacolato)dibron (10.38 g, 0.060 mol, sigma aldrich), potassium
acetate (9.11 g, 0.093 mol, sigma aldrich), PdCl,(dppf) (1.02 g, 0.0014 mol, sigma aldrich), 1,4-

Dioxane 200 mL ¥ 95 TollA 12A13F Fot wwksle] vbSAIAT, HHS F8 T 1,0 ¥ 8IS 3 & 49
A (N-HEXANE : MC)3}e] <Z7HA] 75-1>S 12.6 g (58 73%) 55319},

(2) FZHA| 75-2¢] 34

\>\'< Br
¢!
o B-O O
ST Ans b g
751 752
1-bromo-4-iodobenzene (10 g, 0.035 mol, sigma aldrich), XA 75-1 (15.71 g, 0.042 mol), potassium
carbonate (9.77 g, 0.071 mol, sigma aldrich), Pd(PPhs), (2.04 g, 0.0018 mol, sigma aldrich), THF 150

mL, H:0 30 mL FiL 641 Feb $hF wykate] wEEAIZITE. WHE TR F 00 0 MCE o] &dte] TREE I F
APAA (N-HEXANE : MC)3Fe] <F3HAll 75-2>5 11.7 g (578 83%) F53I3At).

(3) =7HA 75-39] 34

aWa,
YTy OO —— Of‘

9,9-dimethyl1-9H-f luoren-2-amine (20 g, 0.096 mol, Yurui), 4-bromobiphenyl (22.28 g, 0.096 mol, sigma
aldrich), Sodium tert-butoxide (27.55 g, 0.28 mol, sigma aldrich), Zw} Pd(dba), (2.75 g, 0.005 mol,

32-6

sigma aldrich), tri-tert-Bu-phosphine(1.93 g, 0.01 mol, sigma aldrich)el] Toluene 200 mLE ¥ i 100 C
oAl 3AIZE EQE awkste WESAIZATH wbS FE O H0 ¢ MCol TREE ¢ F HHAAA (N-HEXANE:MC) 3t

ofj

<FIHA 75-3>& 28 g (& 81%) F5SHA
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[0227]

[0228]

[0229]

[0230]

[0231]

[0233]

[0234]

[0235]
[0236]

[0238]

[0239]

[0240]

omn
J
Jm
Qﬂ

10-2279196

(4) s3t= 759 34

/
VAR /'?:‘\

N \_ /O
753 \I\_b

A 75-2 (10 g, 0.025 mol), =X+A] 75-3 (10.86 g, 0.030 mol), Sodium tert-butoxide (4.81 g, 0.050
mol, sigma aldrich), Zmwl Pd(dba), (0.72 g, 0.0013 mol, sigma aldrich), tri-tert-Bu-phosphine (0.51 g,

0.0025 mol, sigma aldrich)el] Toluene 150 mLE il 100 CollA 8A|ZF H<F wutsle] HESA| AT, ¥HS £ 8
T 10 : MColl ZEYE 3 & AHAA (N-HEXANE : MCO)3le] 33tE 752 13.7 g (& 75%) F535}tt.

H-NMR (200MHz, CDC13):§8 ppm, 1H(7.89/d, 7.87/d, 7.67/s, 7.66/d, 7.63/s, 7.62/d, 7.55/d, 7.32/m,
7.28/m, 6.75/s, 6.58/d) 2H(7.41/m, 7.38/m) 4H(7.54/d, 7.52/d, 7.51/m, 6.69/d) 6H(1.72/s)

LC/NS: m/z=679[ (M+1) ]

St 7 ¢ SEE 869 A

(1) 224 86-12] sHA

Br

& ®
el Oy ——— T
0 g

752 86-1

A 75-2 (10 g, 0.025 mol), 4-aminobiphenyl (5.09 g, 0.030 mol, sigma aldrich), Sodium tert-
butoxide (4.81 g, 0.050 mol, sigma aldrich), Zw} Pd(dba), (0.72 g, 0.0013 mol, sigma aldrich), tri-

tert-Bu-phosphine(0.51 g, 0.0025 mol, sigma aldrich)oll Toluene 150 mLE ¥l 100 CollA 6A]7F &<k nuk
skl RESAIZTH. W FE F HO : MCol SEEE & F ARAHA (N-HEXANE : MO8 <F3HAl 86-1>< 9.6

g (& 78.6%) FT533lrt.

(2) s3t= 86¢] 34

—\
A\ /S
e o i O
o O SR Tava
+ O O . /:_< \—/ N/
0 PSS,
O {//7\ \k/ o) O
86-1

38-3
86

Z7HA 38-3 (10 g, 0.025 mol), =7+l 86-1 (14.65 g, 0.030 mol), Sodium tert-butoxide (4.81 g, 0.051
mol, sigma aldrich), Zmuj Pd(dba), (0.72 g, 0.0013 mol, sigma aldrich), tri-tert-Bu-phosphine (0.51 g,

0.0025 mol, sigma aldrich)ol Toluene 150 mLE ¥ 3L 100 CollA 8A|7F F<oF wylste] wHSA|HTH, HHS £5
T 0 ¢ NCOl FE2E 3 F APAA (N-HEXANE : MO)3he] 34&E 862 16.5 g (& 81.7%) F53t3ict.
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[0241]

[0242]

[0244]

[0245]
[0246]

[0247]

[0248]

[0250]

[0251]

[0252]
[0253]

[0255]

[0256]

SES4d 10-2279196

H-NMR (200MHz, CDCI3): & ppm, 1H(7.89/d, 7.67/s, 7.66/d, 7.63/s. 7.32/m) 2H(7.85/d, 7.81/d) 3H(7.41/m,
7.38/m) 6H(7.54/d, 7.52/d, 7.51/m, 6.69/d)
LC/NS: m/z=805[ (M+1) ]

Sde] 8 ¢ sshE 969 Al

/ Q% Y
oo UL

753

2-amino—-9,9-dimethylfluorene (10 g, 0.025 mol, TCI), &7+ 75-3 (14.80 g, 0.030 mol), Sodium tert-
butoxide (4.86 g, 0.051 mol, sigma aldrich), éuﬂ Pd(dba), (0.73 g, 0.0013 mol, sigma aldrich), tri-

tert-Bu-phosphine(0.51 g, 0.0025 mol, sigma aldrich)oll Toluene 150 mLE ¥l 100 CollA 8A]ZF &< nuk
o] WHSAIZTH, WS FE T 0 ¢ MCol TEEE 3 F APAA (N-HEXANE : MC)3dle] 3}9HE 96S 16.4 ¢
(5% 81%) 533},

H-NMR (200MHz, CDC13):§8 ppm, 1H(7.89/d, 7.87/d, 7.67/s, 7.66/d, 7.63/s, 7.62/d, 7.55/d, 7.32/m,
7.28/m, 6.75/s, 6.58/d) 2H(7.75/d, 7.41/m, 7.38/m, 7.35/d, 7.19/m, 7.16/m) 4H(7.54/d, 7.52/d, 7.51/m,
6.69/d)

LC/NS: m/z=801[ (M+1) ]
Sl 9 ¢ SEE 1119 34

(1) SZHAl 111-19] A

H
/r:\ 1 \
o 3o
ZBY
Q -/
- >

75.2 114

=24 75-2 (10 g, 0.025 mol), 2-amino-9,9-dimethylfluorene (6.29 g, 0.030 mol, TCI), Sodium tert-
butoxide (4.81 g, 0.050 mol, sigma aldrich), Zw] Pd(dba), (0.72 g, 0.0013 mol, sigma aldrich), tri-

tert—Bu—phosphine(O 51 g, 0.0025 mol, sigma aldrich)el] Toluene 150 mLE ¥ i 100 CollAl 4A7F ot vk
sto] kS AT, W TR OF M0 MCol SREE & F AFAA (N-HEXANE : NCO)3ke] <Z7hA 111-1>%

10.6 g (& 80%) F53FAtt.

(2) g}ULD 111,] UI—/H

7N\ \
/\=> \ /O
1111 \_b
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[0257]

[0258]

[0259]
[0261]

[0262]

[0263]
[0264]

[0266]

[0267]
[0268]

[0270]

[0271]

[0272]

SE53 10-2279196
=74 111-1 (10 g, 0.019 mol), 2-bromo—9,9-dimethylfluorene (6.21 g, 0.023 mol, sigma aldrich),

Sodium tert-butoxide (3.64 g, 0.038 mol, sigma aldrich), Zmu} Pd(dba), (0.54 g, 0.0009 mol, sigma

aldrich), tri—tert—Bu—phosphine(O 38 g, 0.0019 mol, sigma a drich)oﬂ Toluene 150 mLE Yir 100 CollA
8AIZF B¢t wHkale] wES AT, W F8E F H0 ¢ MCOl FETE 3 T ALAA (N-HEXANE : MC)3&te] 34

& 1115 10.8 g (& 79%) 533t

H-NMR (200MHz, CDC13):&6 ppm, 1H(7.89/d, 7.67/s, 7.66/d, 7.63/s, 7.41/m, 7.32/m) 2H(7.87/d, 7.62/d,
7.55/d, 7.54/d, 7.52/d, 7.51/m, 7.28/m, 6.75/s, 6.69/d, 6.58/d) 3H(7.38/m) 12H(1.72/s)

LC/NMS: m/z=719[ (W+1)']

StAdo] 10 @ 3HSE 1269] SHA

(1) Z7kA 126-1¢] 34

o Fo il — ok

126-1

2-bromo-9,9-dimethylfluorene (15 g, 0.055 mol, sigma aldrich), Bis(pinacolato)dibron (18.13 g, 0.071
mol, sigma aldrich), potassium acetate (10.78 g, 0.110 mol, sigma aldrich), PdCl.(dppf) (1.21 g,

0.0016 mol, sigma aldrich), 1,4-Dioxane 200 mL 23 95 TolAl 12417} F<F wutsle] wke A AT, ¥-& 2
25 L0 Ya SRYUE ¥ F APAA (HEXANE 0 NOSke] <FHA] 126-1>% 12.3 ¢ (TE 70%>

S5,

(2) 2444 126-22) 34

BOOXP — HoBr/;\ O‘O

1261 126-2

2-bromo—4-iodophenol (10 g, 0.034 mol, yurui), &%HA] 126-1 (12.86 g, 0.040 mol), potassium carbonate
(9.25 g, 0.067 mol, sigma aldrich), Pd(PPhs), (1.93 g, 0.0017 mol, sigma aldrich), THF 150 mL, H,0 30

mL Wil 5AIZE EQF B wwkate] WA ¥R TR F M0 ¢ MCE ol&3te] FREE ¢ § AyAA
(N-HEXANE : MC)3}e] <FZHA] 126-2>2 10 g (58 82%) 533k,

(3) Z7HA] 126-39] 34

Br, F <\ )—F
a — B(OH)
7\ + 22—
Ho— N ij ?
‘<:)_<\\ / ﬁ:( Hoﬂm
126-2 126-3

=74 126-2 (15 g, 0.041 mol), 2-fluorophenylboronic acid (6.90 g, 0.049 mol, sigma aldrich),
potassium carbonate (11.35 g, 0.082 mol, sigma aldrich), Pd(PPhs)s (2.37 g, 0.0021 mol, sigma aldrich),

Toluene 200 mL, Ethanol 40 mL ¥ i 47t %<t 37 wwkale] WA Th, Whe E8 3 1,0 @ MCE o] &35}
TEEE & F APAA (HEXANE @ MCO)she] <F7hA] 126-3>& 12.2 g (58 78%) S5},
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[0274]

[0275]

[0276]

[0278]

[0279]
[0280]

[0282]

[0283]
[0284]

[0286]

[0287]
[0288]

SES06 10-2279196

(4) 244 126-42) 34

— C—F
0 w0
HO
HO B/i v/
r

126-3 1264

=74 1264 (15 g, 0.050 mol), N-Bromosuccinimide (7.72 g, 0.043 mol, sigma aldrich),
Dimethylformamide 200 mL Y3 60 CellA 12A17F ZoF wHksle] wbeA AT, WHS £2 5 1M NaO $-89S

Wi wWHkAlA o 7hgk & Azt <F7hA| 126-4>F 13 g (& 71.8%) 533U

(5) Z7HA] 126-59] 34

O soa,
D O‘O

1264 126-5

=74 126-4 (15 g, 0.033 mol), NaH (1.18 g, 0.049 mol, sigma aldrich), Dimethyl sulfoxide 200 mL ¥ il
140 CollA 5A1ZF &<t uykste] RESAIZ Y, dhE T8 T H0 : MCol &8 E ¢ & HAHFA (N-HEXANE :

MO)Ble] <ZE7HA| 126-5>5 5.6 g (58 39%) F53+%tt.

(6) =7HA] 126-6<] 34

G OO. O — T
2 e

126-5 126-6

ZZHA] 126-5 (15 g, 0.034 mol), 4-aminobiphenyl (6.93 g, 0.041 mol, sigma Aldrich), Sodium tert-
butoxide (6.56 g, 0.068 mol, sigma aldrich), Zw] Pd(dba), (0.98 g, 0.0017 mol, sigma aldrich), tri-

tert-Bu-phosphine (0.68 g, 0.0034 mol, sigma aldrich)e] Toluene 200 mL= ¥3il 100 ColA 6A1F &<k oL
wsle] wES A AT, WS R F N0 ¢ MCol SEEE & F AdAA (N-HEXANE : MC)3Fe] <F3HAl 126-6>2
14.5 g (=& 80.5%) F53I3ict.

(7) Z7+A 126-7¢] A

L o
g@%

Br

126-7

3-bromo-9H-carbazole (20 g, 0.081 mol, sigma aldrich), iodobenzene (41.4 g, 0.203 mol, sigma aldrich),
potassium carbonate (33.69 g, 0.244 mol, sigma aldrich), Cu (10.33 g, 0.162 mol, sigma aldrich),
dibenzo-18-crown-6 (2.93 g, 0.008 mol, sigma Aldrich), Dimethylformamide 150 mL ¥l 150 CollA 12A1%F
SQF wekste] WEGAIRTE. NhE TR S HO0 o MCOl FREE ¥ § AfFA (N-HEXANE)dho] <F7HA] 126-
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[0290]

[0291]
[0292]

[0294]

[0295]
[0296]

[0298]

[0299]
[0300]

[0301]

[0302]

SES06 10-2279196

7> 24 g (7% 93%) TSR},

(8) =7k 126-8<] 34

o, e
IDETS %

=74 126-7 (36.86 g, 0.114 mol), Bis(pinacolato)dibron (34.86 g, 0.137 mol, sigma aldrich),
0.343 mol, sigma aldrich), PdCl,(dppf) (2.488 g, 0.0034 mol, sigma

126-7

potassium acetate (33.68 g,

aldrich), 1,4-Dioxane 400 mL 23 95 TolA 12A17F HoF nukdle] Hb A 7T, ke £33 H,0 : Toluene

el
k-3
T8 E ¢ & APAGA (N-HEXANE @ MC)3to] <&7HAl 126-8>S 19 g (57§ 40%) F53F3tt.

= =

o|

of\

(9) =7kA] 126-99] 34

' '
g e U OO

126-9 Br

2

126-8

ZZHA] 126-8 (17 g, 0.046 mol), 1-boromo-4-iodobenzene (15.68 g, 0.055 mol, sigma aldrich), sodium
hydroxide (5.54 g, 0.138 mol, sigma aldrich), Pd(PPhs), (3.26 g, 0.0028 mol, sigma aldrich), THF 200

T H0 1 MCE o] 83l FHEE

A

mL, & 60 mL 23 60 TolA 12A17F Z¢F wukdte] Wk AT, HkE =8
3t & A-AGA (N-HEXANE @ MC)3Fed <F3HAl 126-9>5 16.9 g (& 92%)

(10) 33tE 1269 3HA

> :
oy - O
&

Br

asas

79
]
DAREYS

126-9 126-6

Z7HA 126-9 (10 g, 0.025 mol), Z7HA 126-6 (15.9 g, 0.030 mol), Sodium tert-butoxide (4.83 g, 0.050
mol, sigma aldrich), Zuj Pd(dba), (0.72 g, 0.0013 mol, sigma aldrich), tri-tert-Bu-phosphine (0.51 g,

0.0025 mol, sigma aldrich)ell Toluene 150 mLE ¥il 100 ColA 6A17F &<t wHkste] HFSAI L, ¥ £8
Z HO : MCol =82S 3 T AAAA (N-HEXANE : MC)3o] 3}etE 1265 17 g (58 80%) <=535F3iT}.

H-NMR (200MHz, CDC13): 86 ppm, 1H(8.55/d, 7.94/d, 7.93/d, 7.89/d, 7.69/d, 7.66/d, 7.63/d, 7.57/s,
7.55/d, 7.45/m, 7.41/m, 7.33/m, 7.32/m, 7.28/m, 7.25/m, 7.07/s) 2H(7.87/d, 7.77/d, 7.58/m, 7.52/d,

7.51/m, 7.50/d, 7.38/m) 4H(7.54/d, 6.69/d) 6H(1.72/s)

LC/NS: m/z=844[ (+1)']
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[0304]

[0305]

[0306]

[0307]

[0308]

[0310]

[0311]
[0312]

[0313]

[0314]
[0316]

[0317]

[0318]
[0319]

SES06 10-2279196

Sadel 11 @ shebe 1339] 944

5 RS o ¥
)

=24 126-6 (10 g, 0.019 mol), 2-amino-9,9-dimethylfluorene (8.99 g, 0.023 mol, TCI), Sodium tert-
butoxide (3.65 g, 0.038 mol, sigma aldrich), Zv] Pd(dba); (0.54 g, 0.0009 mol, sigma aldrich), tri-

ter t-Bu—phosphine(0.38 g, 0.0019 mol, sigma aldrich)el Toluene 150 mLE gal 100 CeollA 8A|ZF &<F itk
3] HESAIF Y. g FE T H0 0 MColl SEElE o & AHAFA (N-HEXANE : MC)3le] 3}5t&E 133 13

(4% 81%) 53U

H-NMR (200MHz, CDC13):§& ppm, 1H(7.93/d, 7.89/d, 7.77/s, 7.66/d, 7.63/d, 7.62/d, 7.57/s, 7.41/m,
7.32/m, 7.07/s, 6.75/s, 6.58/d) 2H(7.87/d, 7.55/d, 7.54/d, 7.52/d, 7.51/m, 7.28/m, 7.26/m, 6.69/d)
3H(7.38/m) 4H(7.33/m, 7.11/d) 6H(1.72/s)

LC/NS: m/z=844[ (M+1)']

%Lxg oq] 12 : 5}61—‘3 134,] UI—/H

0 + . | SWace
O -0 40 Vety
e e

=744 126-6 (10 g, 0.019 mol), 2-amino-9,9-dimethylfluorene (6.21 g, 0.023 mol, TCI), Sodium tert-
butoxide (3.64 g, 0.038 mol, sigma aldrich), Zw] Pd(dba), (0.54 g, 0.0009 mol, sigma aldrich), tri-

tert-Bu-phosphine(0.38 g, 0.0019 mol, sigma aldrich)el Toluene 150 mLE YL 100 CollA 8A|ZF H<F wwt
o] wHSAIAT. WS FE F 0 : MCol TREE 3 F ARAA (N—HEXANE : MC)o}O% 33 1345 11.3 g

(5 82.8%) =39,

H-NMR (200MHz, CDC13):§8 ppm, 1H(7.93/d, 7.89/d, 7.77/s, 7.66/d, 7.63/d, 7.62/d, 7.57/s, 7.41/m,
7.32/m, 7.07/s, 6.75/s, 6.58/d) 2H(7.87/d, 7.55/d, 7.54/d, 7.52/d, 7.51/m, 7.28/m, 6.69/d) 3H(7.38/m)
12H(1.72/s)

LC/MS: m/z=719[ (M+1)']

t;rﬂl-c-)] ] §]_-51— 146-4 ‘61—/\4

(1) Z7tA 146-19] 34

oH
[j:j/ar + (HOhB‘%<::>F—<Cj> - 4!!>k‘<!!>__<IIPF>OH
Br
|

146-1

2-bromo-4-iodophenol (20 g, 0.067 mol, yurui), 4-biphenylboronic acid (15.90 g, 0.080 mol, sigma
aldrich), potassium carbonate (18.50 g, 0.134 mol, sigma aldrich), Pd(PPhs), (3.87 g, 0.0033 mol, sigma



gul gul

aldrich), Toluene 250 mL, Ethanol 50 mL ¥l 4A]7F &<t 3bF wdkste] HFSAIATH, ¥ 285 3 H,0 @ MC
£ o] gdlo] FHUZ I T APAGA] (N-HEXANE : MC)&to] <F 714 146-1>% 17.4 g (

[0321] (2) E20A] 146-29] $HA

72 \) o
TN T\ i ¢ w? \ /o
\:/>_\:/’ \ /M ©/B(OH>24> = =
\
Br

S/
146-1 146-2 —
[0322]
[0323] =74 146-1 (20 g, 0.062 mol), 2-fluorophenylboronic acid (10.33 g, 0.074 mol, sigma aldrich),
potassium carbonate (17.00 g, 0.123 mol, sigma aldrich), Pd(PPhs)s (3.55 g, 0.0031 mol, sigma aldrich),
Toluene 250 mL, Ethanol 40 mL ¥l 4A]7F HoF &7 nwksle] WA T, WkE £85 3 H0 : MCE o] -&3}o]
SudE o & A-UAA (N-HEXANE : MO8t <F7HA| 146-2>5 17 g (& 81%) +533iT}.
[0325] (3) Z2+A] 146-39] 3HA
Br
7 N NN on N N\ S
/
OO OO
7N\ am
F
__ F // A\
146-2 _\:>
[0326) 146-3
[0327] =74 146-2 (15 g, 0.044 mol), N-Bromosuccinimide (8.63 g, 0.049 mol, sigma aldrich),
Dimethylformamide 200 mL 23 60 CollA 12417t &<t wuksle] Wk A Z k. whg =8 3 1M NaOH F8& IS
Wi wWHkAlA o 7pgk & Azt <F7hA| 146-3>8 13.5 g (& 73%) 533U
[0329] (4) Z7+A] 146-4¢] A
Br
o)
- -0
O o N
O
148-3 146-4 O
[0330]
[0331] Z7rA) 146-4 (15 g, 0.036 mol), NaH (1.03 g, 0.043 mol, sigma aldrich), Dimethyl sulfoxide 200 mL ¥ il
140 CTollA 5A7F FoF mylale] RESAIZT, WS F8 3 H0 @ MCYl SEES 3 5 AUAA (N-HEXANE :
MC)3le] <Z7kAl 146-4>S 5.7 g (& 40%) 53Tt
[0333] (5) 3}3E 1469 $HA
S
o, [ e
Q N —
O =/ (z/w?;j——(\ )0
1464 75-3 Ll\@
146
[0334]

[0335] A 146-4 (10 g, 0.025 mol), FZHA 75-3 (10.86 g, 0.042 mol), Sodium tert-butoxide (4.81 g, 0.050
mol, sigma aldrich), Zmuj Pd(dba), (0.72 g, 0.0013 mol, sigma aldrich), tri-tert-Bu-phosphine (0.51 g,

0.0025 mol, sigma aldrich)ol Toluene 150 mLE ¥ 3L 100 CollA] 4A17F B¢t wylste] WA HTH, ¥HS £5
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[0336]

[0337]
[0339]

[0340]

[0342]

[0343]

[0344]

[0346]

[0348]

[0349]

[0351]

[0352]

[0353]

SEE36 10-2279196
% [0 : FAol =82 Z 3t 5 AAAA (N-HEXANE : FA)ste] 3etE 146S 13.9 g (558 81.6%) 53819 t).

H-NMR (200MHz, CDC13):§& ppm, 1H(7.89/d, 7.87/d, 7.66/d, 7.62/d, 7.57/s, 7.55/d, 7.32/m, 7.28/m,
7.07/s, 6.75/s, 6.58/d) 2H(7.54/d, 7.41/m, 7.38/m, 6.69/d) 4H(7.52/d, 7.51/m, 7.25/d) 6H(1.72/s)

LC/NS: m/z=6790 (M+1)']

22 Al

2 o w2 AAdeA], IT0 8 A= 25 mm X 25 mm X 0.7 mm9] ] 71‘ 2o, 110 1 H=0o]
2kl 110 8] 719E ol §3ste, d WAl 2 mm X 2 om 27|17} HEF HEde & A3, 73S 7
T Aol FFE F wolx gEol 1 X 10 torrrh HEE & T §712S A7 110 99 7] TE2 F71E
I F455 SEEAY

Z2AF AAle] 1 WA 15

2 dtgol] we [33h4] 112 FdsE 3FES AAAASTY FFEZ s, sV T2 2 FRE e
A g G AAL GRS AFSY, BF a8 39 BF 548 SHE.

S gA37] & [HAT_CN]S o] &3] ¥ 5
TTESTE a-NPBE AREate] A9edvt. dA AR TS 2 Uy
2] 29, 38, 48, 58, 69, 75, 86, 96, 111, 126, 133, 134, 146, 155, 176S AL& gl
o E3, gl E2E AFERE (BHE AMEEa, ERE SFER [BD1E AMES F717F 20 mm
ALl He2 Ausigon  FrtE Ax £E5Z(87] [201] 3+8E Liq 50% £%) 30 nm 2 LiF 1nmn 2 <%
4 100 nnE AR Auste, f1HAEF RS AxsSiT.

22 vlad 15 93 §r1AAR SR E A AAd 19 AATRAA AAAASZS AFESHA] Ee AL A
FAA At

Agd 1 A AAld 1 WA 159 wE 54

A7) AA e o} AxE F7] DAY A2 Source meter (Model 237, Keithley)9l 31%7 (PR-650, Photo
Research) & ©]§3lo] Ak, AF 2 W4 a&S S48, AF = 10 mA/arv}t H& A "5 AL
o2 Holste] nmwetl. Ade 7] [F 113 ).

*1
A Ao AAAAZ \i cd/A QE(%) CIEx CIEy
1 3}8k4] 29 4.18 8.13 7.62 0.145 0.154
2 3}312] 38 4.20 8.07 7.60 0.145 0.155
3 3}312] 48 4.22 8.19 7.70 0.144 0.154
4 3}312] 58 4.20 8.18 7.65 0.144 0.155
5 3}sh2] 69 4.16 8.12 7.64 0.145 0.155
6 3}34] 75 4.08 8.20 7.72 0.145 0.155
7 3}sh2] 86 4.13 8.15 7.65 0.146 0.154
8 3}32] 96 4.10 8.16 7.60 0.144 0.155
9 s}sta] 111 4.15 8.04 7.68 0.146 0.156
10 3}3H2] 126 4.23 8.03 7.64 0.145 0.154
11 3}8k4] 133 4.21 8.14 7.68 0.145 0.155
12 313k 134 4.17 8.20 7.71 0.144 0.154
13 3}st2] 146 4.07 8.12 7.67 0.145 0.154
14 3}3H2] 155 4.14 8.10 7.65 0.145 0.155
15 3}st2] 176 4.16 8.13 7.62 0.144 0.155
H] o] AFR-2H3F 4.14 5.4 4.6 0.147 0.156
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10-2279196

s==4

il

[0354]

o

e 2zl ale])el] Hlsto]

=
€]

X
4

0
o

[201]
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