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71, UEZZ], C~Cn2l 271, CCxe 2AE7], C~Co LFAI7], C-Cyo2] AFELAT], CCyp2) SEIZA]
FEAAT], CCpol oFE7], TF4E ATH CCel oFd7] B 0ol sl Rag]7]& o] Folxl oA A
glg 2872 23 = v EE CoCi® OFBZAIZ] CCp®l 7], 00 EALT], C-Cp®l LAY,
Co~Co®l oFH7], TFAaRE T CoCool oFH7], C-Cxl oFEEA7], CoCopol b AALT], (oo el
7], YEHZ] 9 o2 o]Folxl oA AdEE A3 g = wASkE -G 7]
Fh, TTFA, ATTFAE, 00 247, (o ALY, CCe® o7, SFaE A%kE ool
obH7], CrCp® oFH A7) B Co(yol P LAV R o] Fofzl FellA] Adee X372 X3k A7)0,
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A7), CrCe® AL, GGl E71Ed71, CCo®l AEREA7], C-Ce®l otE7], TFaz2 ATE CCh
o] ofd7], Cs~Ce®l oFEEALY], % = vASE HAyr], X3 £= v g47], A% Ee HRg
B AEvkE7] 2 RS = vASE GCeol dH R 7= o] ol el AeE Ar|E Ag E= A

A3 CoCoo? oFR7]; CoCu® ST, CC0@l AL, -0 LFA7], Gl oY), TF4aR A&
B CoCool 7], CCxn® oFELAT], (9 oFHAALY], (a9 slElZa2]7], YEDY] 2 oy
NNZ olFolx FelA AEE AEV|E AP T AXEE C~Cd @87 i, TIFA, AT,
SR, C~Cool EZ7], CCpl LA, CrCo® EFAIT], Co-Cx®l oFE7], FFAE AFE (ol oF
A7), CrCy oFELZAT], Co-C oFEEAET], (oo FEZaE]7], UEZY] 9 olAERZ|ZE o] Fox
oA AEE XEV|R XF i X 3E CCpd] EALGY] Fi, T5A, AESA, d2AV], opvwy],
HEZHY], UERY], CCn o €27, CrCx® EAE7], CrCy® EIA7], CCy® AZELZ7], CCs
el ZAZRZAAT], CCel oFd7], TFaRE A3HE CCel oFd7] 2 CCel dElRag 7|2 o]Fofxl &
oAl MElE @72 & £ HX3E CCi® EFAV Fi, T4, AeTa, RV, JEEY], Y
EZ7], C~Ceel €A7], C~Ceel EZAI7], C~C® EZolR7], CoCel olHolHl7], C~Cee EAE 7],
CorCooel EAE7], CCedl E7197], CCoodl AIZFZLA7], CoCed o7, FF5a2 X3E  CCedl
ol&7], A%k wi nxgE Agy], A3 £ v Bav], X £ w3y A2eEr] 9 A9 wme
H X8kl CCeo®] SIEHIRILZ 7R o] Foix]l oA Meel X372 X3 E&= ¥X3=i 0, N ,S P 2 Si 5
Aol slte] FEZURE = CCed ABZEY]; Co-Cool WIFFE e} C-Col AWFazle] &F
3875 CCe® 271, CCo® EAID7], CoCsl oFB71, CoCel oFHEA DT R CoCoo o FEHEILTV]E
o] ol oA AElEl AR A3 mi HXEE olgly]; YERY]; YEYY|; o=y 2 ARy =
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& Ak,

H~(

s ae

e

ke

_23_



S55061 10-1507423

[0047] FAAeR, 47 FE4 12 BAHE L A7 94 (2) WA FHA6) F st F v

<sjaha] 2

[0048]
[0049]
[0050] Ho}y FAHoR ) A7) 384 12 BAYEE SFES 8] stgE Pl-1 A P6-46 T 3 o ).
P11 P12 P1-3 P14
j: N A \\/_\Z\//\
o ch; e
Iy v o -
] ) s
= e = .
[0051]
P1-5 P1-6 P1-7 P1-8
L e o -
I = 2 i
@ \//‘ ] N bl
D L) Ay L
hS Ly < & 2 =
- V\‘I !\J\ \’ | IT\
=] T g
e s ' ~
L " o CJ
[0052]
P1-9 P110 P1-11 P112
\i/
[0053]

_24_



10-1507423

5

ur
M
ulo

P1-20
P1-24

P1-16

P1-28

P1-19
P1-23

P115

P1-27

P1-18
P1-22

P1-14
P1-17
P1-21
P1-26

P13
P1-25

[0054]
[0055]
[0056]

N s
M
~ 0
~ Niy\\.‘ -

=

P1-31 P1-32
— 25 —

P1-30

P1-29

[0057]
[0058]



on

££0l 10-1507423

P1-33 P1-34 P1-35 P1-36
) L ~ ~

/\J; U\ ///\ J IT\J /,] IT\/E]

L . 2 )

< K ! :

- L2 ~435 -5
X B - .
~ _ /\\ o ‘\ = N |\ L T
N J <
[0059]
P1-37 P1-38 P1-39
M N ™
S 7 -,
= S s>
L, RS 7
- Ca S5~ SRS,
e - )
w N & 2 =
[0060]
P1-40 P1-41 P1-42 P1-43
e
—~ . N
gy o O > (;ﬁ
[ _ ;
M N _ { -
b e by =
» 5 P =
[ 7 N FTJ
a JIC g
[0061]
P1-44 145 146
OMe /T\\\\
nf = }@ [
o _ (;\ N\T’/ {N\ -
2Ty Sy ‘—Q}z\\ .
Ty 2y €5 T C
iy N e | A\;j
D U NN b <A
L . .
[0062] 3
P2-1 P2-2 P23 P24
[0063]

_26_



10-1507423

1¢)
ur
r
ujo
D 0 - \
o & o o =
. ///, * n AR O/// by \/ /OO
Dt Uy
Y |U
3 Q\EYNTJ 3 ; ¢ /NA/H\
\ \ 7 o o
o i N & /l\ - N = o
woo ggv e
_ ~ (=
O
S
N
g 1 y () , §
g ; aNeh &
o

EﬁfTJ;”ILTfQi
~s e o
—
P2-10

P2-5
N
N
=
o)
=
«
N
P2-17
4
P2-21

P2-13

_r
P29

C

[0064]
[0065]
[0066]
[0067]
[0068]

_27_



10-1507423

5

ur
M
ulo

\ AN B e Z= \H/
N A
L A = g NavaY
ohe 8 AV, gy .
it vy \
. 0 - : o~ vy 7
Py N© \J/I\]YNJ\ e i
OQ OO -
/N Y
O N - [
4 z ! S - @ = \H/
~ g = H‘NL\/ \vl\\ H \1\NAA/WNJ\\\ /
o \/ = o |
N\‘J\A\ 3 o /J e e i
B A ;J <~/
. A~ VA u
& J \NIA Ve /leA/H\TN\ ®
i — 7
SN as 00 :
O N\\ m ) Nl\,/,,[ V S
Y * , &
A =
. T (™ _g
) Q2 A Valy
§ FR TV =/ =
& & 3 _

ey R
W
N
)
f
P2-29
W
™
.
1]
R
—
-
.
P2-37

\/ - o /\w \H/ —
i / Va m SAIAY
N |
A~ f0 ) = ‘WJ,/
& NA/U > VRN & /,// .
_ VAN ) -
& ) s AN
2y at NN
() & o\ A
{ /

[0069]
[0070]
[0071]

P2-42 P2-43
— 28 —

P2-41

P2-40

[0072]
[0073]



10-1507423

5

ur
M
ulo

Cz;x
/A
j)
)

P3-16

P2-46
r@
gyl

P34
e
N
g
/
P312

« '\
N
N‘
P3-7

P3-15

P2-45
W,

™
-
~ |

P3-3

4

P3-11

P3-2
P3-6

P3-10
P3-14

P2-44
=l
A
s
3

[slv]
-
Ty
|
P3-1
J
I
S
P3-5

P3-13

[0074]
[0075]
[0076]
[0077]

_29_

[0078]



P3-17 P3-18 P3-19 P3-20
s
. co Y9 -
N N ( p b O ‘
) ) B o
Y 30 - ~ *% s
oo oo s e
) P /J\ @
! A “
J . e 5 %
[0079]

P3-21
PN

E\I\J

P3-22

/\
) L 1
X - b
~Eh OO £ o
[0080] - -
P3-25 P3-26 P3-27 P3-28
U ¢ 2 ~
I < ‘IDN“D
I i
i\\ g i;>
\‘/ Yy
[0081]
P3-29 P3-30 P3-31 P3-32
= e
g g L [Tj]
R [
e A R S S 5 R
Iy s LS T
. o ol <
g D ~
[0082]

~—
P3-33 P3-34 P3-35

P3-36

A
N
i »
[0083] - ~

_30_

on

=2
=

1=
=

5

10-1507423



on

££0l 10-1507423

P3-37 P3-38 P3-39
= \
(s O
Ny
—¢
: oL
[0084]
P3-40 P3-41 P3-42 P3a3
S > b S
{ ‘\I N /L\ ‘\I NN e “
I PR CJ -7
Tﬁ 1

= \\ P
=) LIS . <
= \Itk/ﬂ [/4 \U
[0085] NG
P3-44 P3-45 P3-46

i
[0086]

P4-1

Pa-2 Pa-3 P44
R
~ i
[ P ) T
N N No = < //
N Mo ek N
\ \ e N/

9 L
S L
[0087]
P4-5 P4-6 P4-7 P4-8
EN;/ Q
. b O
TN N
S 1 52 150
y <3 L - A=
= | b )
- | Na N L
N
= g g
[0088]



[0089]

[0090]

[0091]

[0092]

[0093]

P4-9 P4-10

P4-12

P4-11

P4-13 Pa-14 P4-15 P4-16
S
@ C »
N - { 2 7\ N FoON om
szz N~ \:> e anve a
S 2 N AN Y / )
DA v o TR, e N
/ ) /
= [ 3 S =L M
N \ _ ) N N
- . - -
Q 5 Q Q
P4-17 P4-18 P4-19 P4-20

N
e 3D A )
U \‘ = N

P4-25 P4-26 P4-27 P4.28

on

2
=

1=
=

5

10-1507423



££0l 10-1507423

on

P4-29 P4-30 P4-31 P4-32

=
>—<\_/

[0094]
P4-33 P4-34 P4-35 P4-36
I £ > >
= X &5 >
h L T T
= N N
_ N o VAN \\ TN \\\
N \\/ 7 i N N 3 = b
X A o A
e L I 2 £
L ) - el
[0095]
Pa-37 P4-38 P4-39
> -
b
e > é\ \);
™~ 1 B
O 'y Sy —
R R / B
LA
T S
Hﬁ KLB SR
[0096]
P4-40 P4-41 P4-42 P4-43
3
[0097]
P4-44 P4-45 P4-46
iy " i
! = Q/Kj/wﬁ \IL/
N - ! (L\Q
Ly " -
\VZ/Q\ ‘\/j L(//\ FQ{%
e R _ N ="
] = ™ 2 = =
A = (TT -
L R = -
[0098]

_33_



[0099]

[0100]

[0101]

[0102]

[0103]

P5-1

P513
y/
e
// »
gl
2

P5-17

P5-2

P5-10

P5-14

P5-18

P5-3

P5-11

P5-4

P5-12

on

2
=

1=
=

5

10-1507423



10-1507423

o

ur
M
ulo

P5-24

P5-23

P5-22

P5-21

[0104]

P5-28

P5-27

P5-26

P5-25

S O ~
Se B
2

ool

ooo@

Sats @

[0105]

P5-32

P5-31

P5-30

P5-29

[0106]

P5-35

P5-34

P5-33

[0107]

_35_



[0108]

[0109]

[0110]

[0111]

[0112]

P5-36 P5-37 P5-38

P5-40 P5-41 P5-42

P6-1 P6-2 P6-3

P6-8

i
T = X =
r s oo S St
J )
£ B =~ g
/J1 K I T/\j N N L
I i > e A
S G - = ~
P6-9 P6-10 P6-11 P6-12

on

2
=

1=
=

5

10-1507423



[0113]
[0114]
[0115]
[0116]
[0117]

Q.0 " 5
P Sotn 98P Jaf
s

P6-17 P6-18 P&-19 P8-20

P6-21 P6G-22 P6-23 P6-24

P6-25 P6-26 P§-27 P6-28

P6-29 P6-30 P6-31 P6-32

_37_

on

2
=

1=
=

o

10-1507423



on

£=0l 10-1507423

PB6-33 P6&-34 P6-35 PG-36
[ N o~ —
e ™ = T
) — = (g [
L DN ) g . o = N =
g T Ny R ey O L s>
r/*ﬂ I i . W:/jl\l Nj‘\N
B T et L
NN (R 5 &
0 SRS ] -
[0118]
P&-37 Pe-3s P6-39
s . —
[ = o
//L\ \\\ P 7
‘\T’j - &\f/ e %D e
N L N *NWLLJ
AT NS <
<D iy O s
I ey Ly 5
8 B CN X
[0119]
P6-40 P6-41 P6-42
L
— ~F
=S
’/J:,&j el
I L
1
[0120]
PG-44 PG-45 P6-46
- e o
N = T ™ 7
N O Ay ) i
7N j N4 — //\\ N
= \NS\\ g Q A P
S t -
e . &
[0121]
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[0125] <k A 1>
Pd(PPhs)s ( 3mol%)

Sub C + S1~S5 P1-1~P6-46
NaOH aq. / THF

[0126]
4 Al 4 1
[0127] Sub C A
[0128] Sub C& 37| wh-g2lo) o&f Az = Ut}
[0129] Sub C A4 (1
[0130] <HbSA) o>
Ar,
H Pds(dba)z ( Smol %), N
) . I— Ars (t-Bu)3P (0.1 eq) /
NaOt-Bu (3 eq)
Br Toluene (100 °C)  Br
C-11 c-1-2 C-1
[0131]
[0132] Round flaskel C-1-1 (19%), C-1-2 (19%) sldH = &} EFdd £ o Pdy(dba); (0.05F%F), (t-
Bu)sP (0.19%), NaOt-Bu (373l alds= &S 22 H7ke F, 100TelA 8A1%F wRk A7)z, NCSH
EZ FEF T FU15E MgS0,E Axsa 555t AAPE F718S silicagel column 2 A ZAAsI] AAE
< A=t
[0133] Sub C Al (2
[0134] <dkSA 3>
y R H
B | H o PdChPPhyy (3mols)  BF 7" KOtBu (2 equiv) N/ Ry "
- " 4+ |-An
| Cul(3mol%), K,CO; (3equiv.), NMP, 1t
NH,
NH; g, DMF((100°C~120%C) Br
C-21 Cc-22 c-23 C-24 c25
[0135]
AI’1
Pd.(dba)s ( 5mol %), I
t-Bu)sP (0.1 eq) N/ R4
NaOt-Bu (3 eq) Q_7/
Toluene (100 °C) Br Cc-2
[0136]
[0137] 71 WA 3o FA B HF sEE 2w O 22 Wi o8] Azl
[0138] (1) SA ¢-2-39 A
[0139] Round flaskell C-2-1 (19%), C-2-2(19%) == &I PdACl,(PPhs), (0.039%), Cul (0.039%), K,LC05 (3
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[0140]

[0141]

[0142]

[0143]

[0144]

[0145]

[0146]

[0147]

[0148]

[0149]

[0150]

[0151]

[0152]

gl s3]

S DMFel E3AIZI = 100C oA 4A1zF wRE BFA7)5, MCF B2
MgSO4E 7']}_—5—]' o Oé_E_

I F5Ese] AP 77152 silicagel column 2 24 A 8}o] /‘g*é%a

(2) F7HA] C-2-49 A

Round flaskel C-2-3(19=) 3} KOt-Bu (2@l dNF= = F2 NMP(N-Methylpyrrolidone)ol &334 Aol
Al BAIZE ARKAIZITE, MCSF EE FE9 § f7]5S MgSO,2 1z wFste] AdHE F71ES silicagel

colum F AZAAs =S AT}

(

(3) A% 33E 29 #4
Round flaskell C-2-4 (19%), C-2-5(19%) 3T

e
o2
_\:{4
Ul
4t
2
2
rfot
i
o
ne)
&
=
o
g
=
o
[@)]
oft
oft
T~
|

BuaP (0.19%), NaOt-Bu (33l sd=e= ¥ 242 H7hsbar, 100ColA 8A1zF wyk FAZ 5, NCe}
B2 FEF & 47152 NgS0,2 Axstal 5531 AHE F71ES silicagel column 2 A48t AFE
£ de

Sub C A4 (8

Ry Pd(QAc); (5mol%) Pda(dba); (5mol %), R
Bro D‘BPF (10 mol%) /YR1 (HBu)P (0.1 eq) \/ .
. I+ A
et s Tene 130§q°o
2 R e, (110°c~130°c) B oluene (
C-31 c32

A7) RS 4dlA FA R AL SHE (32 8] AW oR AxT & Ut

(1) A C-3-39] &A

Round flaskel C-3-119%), -3-2(19%) sd=E & Pd(0Ac), (0.05%%), DBPF(0.19%), K004(2.5%

o 3FEE FS NMP(N-Methylpyrrolidone)®l

| 120Col A 12A17F [HE SFA17 5 NCeF &=
3§ {F715S NgSO.E AFsta sFste] A" R

S silicagel column ¥ AAAHTI] YHES A

(2) #F 3= -39 #4
Round flaskell C-3-3 (19%), (-3-4(19%) FH= F3} EFde] £F Fol Pd(dba)y (0.058%), (t-

Bu);P (0.19%), NaOt-Bu (3F%) ol sld¥= &S Z12t #H7kstar, 100TelA 8A1z wwk /A7 . MCe}
B2 FEF T 47152 WgS0,E dxsta sEete] AAHE F718S silicagel column 2 AR YAE
5 A=

Sub C §Ade (4
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[0154]
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[0156]

[0157]

[0158]

[0159]

[0160]

[0161]

[0162]

on

££0l 10-1507423

NH, = HN— Arq
MgBr (3 eq) Pdx(dba)s ( 5mol %), N
D0 E T, B L
_— + |1—Ar
THF (_ 40 °C ~ -60 Dc) 1 NaOt-Bu (3 eq)
Br Br C.4-4 Toluene (100 °C) Br
C-41 C-4-3 o

g7 WA 5AlM SREA B HF SHebe G4 sh] el ofs) skl

(1) SA C-4-39] ¥4

Round flaskell C-4-1 (19%)& THRS &3 F, -40C= dztaidr
2R3 A7ketar, -40ColA 3A17 mukgth, Whgo] kmEw A
NgSO, = Ax3tal &% ko] YA F E

N
=
= 71%% silicagel column 2

(2) A% IJFE 49 4
Round flaskel]l C-4-3 (123), C-4-4(19F) s 43} SFdo £33 Fo| Pdy(dba)s (0.059%F), (t-

Bu):P (0.19%), NaOt-Bu (3F%) ol sld¥e= S Z42t #H7kstar, 100TelA 8A1z wwk /A7 . MCe}

52 FEI F715S MegSO,E Axstan w55t AYAlE < silicagel column ¥ AAAT AHES
3]
=

iz
o
)y
e

A7] FA B o] 88l FAdE Sub C FFEQ] dAlE ofglet o, ol &4F = AL ofyn, o]E9] FD-
MSE 3] % 13 2o
Sub C-1 Sub C-2 Sub C-3 SubC4 Sub C-5

4(/_/
N/
A
\
=
oy

P
\\ /

@ U e
S 7

4 ) y i g
&Q o~ @ . vy
] ) N § ’z
- &tz )
N Br
Br
Sub C-6 Sub C-7 Sub C-8 Sub C-9 Sub C-10 Sub C-11
/§N ’ O ™
(oYY O
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Sub C-11 Sub C-12

N / -
N/ N /
Br Br Br N Br
[0163] or
Sub C-17 SubC-18 SubC-19  SubC-20 Sub C-21 Sub C-22
— \/ —
NS S\ S OMe 7 N\ F
L =
- oy
M =N 0 N N N 0
! N | O \ \ \ O
Br N\ /
Br Br Br Br Br
[0164]
F 1
[0165] s E FD-MS Ry FD-MS
Sub C-1 |m/z=271.00 (CyH,0BrN=272.14) Sub C-2 |m/z=423.06 (Cyll;sBrN=424.33)
Sub C-3 |m/z=321.02 (CyH12BrN=322.20) Sub C-4 |m/z=347.03 (Cyl14BrN=348.24)
Subl C-5 |m/z=424.06 (CysH;BrN,=425.32) Sub C-6 |m/z=349.02 (Cysl1sBrNs=350.21)
Sub C-7 |m/2=376.99 (Cyl;:BrNS=378.28) Sub C-8 |m/z=403.04 (Col;sBrNSi=404.37)
Sub C-9 |m/z=301.01 (CysHsBrNO=302.17) Sub C-10 |m/z=386.04 (CyH;sBr,=387.27)
Sub C-11 |m/z=288.99 (CyHeBrFN=290.13) Sub C-12 |m/z=321.02 (CysH;:BrN=322.20)
Sub C-13 |m/z=473.08 (CsHyBrN=474.39) Sub C-14 |m/z=371.03 (CyHBrN=372.26)
Sub C-15 |m/2z=397.05 (CxH;sBrN=398.29) Sub C-16 |m/z=474.07 (CsHoBrN.=475.38)
Sub C-17 |m/z=399.04 (CyHyBrNs=400.27) Sub C-18 |m/z=427.00 (CuH4BrNS=428.34)
Sub C-19 |m/z=453.05 (CyeHoBrNSi=454.43) Sub C-20 |m/z=351.03 (CyoH4BrNO=352.22)
Sub C-21 |m/z=436.06 (CsH7BrN,=437.33) Sub C-22 |m/z=339.01 (CysH;:BrFN=340.19)
4 Al 49 2
[0166] k22 Jol A wke £ F el S1e S|k e W o) Al Zs ).
[0167] S1 %A
[0168] Hg2A S 12 3F7] whg2 69 WA R o) FA4T = Qo
[0169] <k 6>
/‘\H AH
Pdy{dba); (5mol %), N ! 0L/ PUCLOPPF (3mot)
/ { // N+ Ay (t-Bu) 3P 01eg) R@@ ; y:o‘/g-si 1 AcOl%(S &) ™ Q—Q
R Thompe S N\ O O e 1t B-Q
B Toluene (100 °C) Br J \g
|
S-141 §-1-2 $1
[0170]
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[0171]

[0172]

[0173]

[0174]

[0175]

[0176]
[0177]
[0178]

[0179]

[0180]

[0181]

[0182]

[0183]

[0184]

[0185]

on

££0l 10-1507423

&7 WA 6ol A FRA S-1-29F HF SEE S12 vk &2 el os skt

(1) FA s-1-29 &4

Round flaskell S-1-1 (19%), otd@detel= sgte (19%) dAB¥s= &3 7ol & Fol Pdydba)s

(0.053%), (t-Bu)sP (0.19%), NaOt-Bu (3¥) ol sllFs= ¢S 717F #rhsta, 100TolAl 8A1F wdt 35

A7 Z 0 MCeF BE FEI F7]ES MgSOE AR wFse] AAE F7]12S silicagel column 2 A ZAA
st AAFES A=)

(2) S 19 ¥4
Round flaskell S$-1-2(19%), bis(pinacolato)diboron (1.33%)< DMFel =313t $, PdCl,(DPPF) (0.039%),

AcOK (398) S ZHzt H7hskal, 130TCeolA 3A1ZF mdtk 3kRAl7]aL, MCe E2 &3 #7152 MgSO,= Axs}

o

1l FE3ste] AAE §71ES silicagel colum 2 AZAAS A YAHAES A=),
g A o 3
WA T g B F shpel s2 ahvlsh 2o el ola) Alzaksic
S 2 A
WA S 25 a7) g 7o) g AR old) BT 4 AT
KA 7>
7\ ON . ON y Pd,(dba)s (5mol %)
. a Pd(PPhy), 7\ N ? TPP (3 eq) \N N« -y (t-éu)ap(ameq)
Br IM NaOH aqg. / THF = __ Dichloro benzene \\ =R NaOt-Bu (3 eq)
R (140C ~160C) B Toluene (100T)
BIOH), R Br

§-2 §-2-2

Ar1 \ N
;{:O o\~ PdCIxDPPF) (3mol%) Q \R
o :B*B: AcOK(3 eq) ~
j KE o] o e —— O-8
DMF, 130°G 75(,0

S$-2-3 S2

(1) F7A s-2-19] A4
Round flaskell boronic acid 3+gtE (1 B%), nitro 33E (193] afgdat= %3 THFo| =g
Pd(PPhs), (0.0593%), NaOH 4=&NS H7Istar, 70ColA 12413 nwk -FA17]51, MCeF

ol
o MgS0,= F=xstal w535kl A4

| #F71=& silicagel column 3 AAAs o] =S d=rh,
(2) A s-2-29] &4

Round flaskell S-2-1 (19%F), TPP (3%%)el s]33+= %3} dichlorobenzeneo] &

- wEk BFA 7T, 7Feete] dichlorobenzenes A|AE T, MCSF BE FE23 & §7)

F&ote] AHE F71ES silicagel colum B AAA3 AYES A=),

e Foll 130T 244
9 NgS0,7 Axsm
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[0186]

[0187]

[0188]

[0189]

[0190]
[0191]
[0192]

[0193]

[0194]

[0195]
[0196]

[0197]

[0198]

[0199]

[0200]

SE55061 10-1507423

(3) 744 s-2-39 3}A
Round flaskel $-2-2 (19%), iodo 3IE (19%) sFsE G EF o &3t Fol Pdy(dba); (0.05%F
9 8A1zF wnk FHFAI7

), (t-Bu)sP (0.1%%F), NaOt-Bu (3%%)l He s 747 H"rreka, 1004

E5s
3 F715S MgS0,® AFsa sFste] MY F7]ES silicagel colum 2 AZA A

.Mk =R FE
eSS dett

(4) % 33E S 29 ¥4
Round flaskoll S-2-3(1%%), bis(pinacolato)diborn (1.39%)S DMFel &3&3l % PdCl,(DPPF) (0.039%),
AcOK (393 & 247 H7kskar, 130ColA 3A1ZF wwk 3FA17 3 NCeF B2 FE53 #7158 MgS0,2 Az}

I FEEe] AAE F7)ES silicagel colum 2 AAAT ] BAES A1),

A Al o 4
W 1914

n:E
2
o
K
2
BN

oy
¥
K

'z
oio
E

B4 F shial s3& el ge

WS S 3E B/ w8 WS o8 ¥4E 9l

TPP (3 el
__TPGed | Ry s A
Dichloro benzene —
(1405~ 16052) O

S-3-1 $-3-2

R O,N R
EN s, Pd(PPhs),
— +
! NaOH aq. / THF

Arq

Ar1
R N
Pd,(dba)s (5mol %) PACI,(DPPF) (3mol%)
(t-Bu)sP (0.1 eq) i i AOK(3eq)
e
NaOt-Bu (3 eq) P DMF, 130C ' B-Q
Toluene (100 C) 07&

$-3-3 S3

47 WA gl F0A 2 AE HEE S35 a7] el o8] FAsAT

(1) A $-3-19] A

Round flaskell boronic acid 3+gHE (1 B%), nitro 33E (193] afgdsts= %3 THRo| =83 &
Pd(PPhs)s (0.059F%), NaOH 4~8N& H7pstar, 70ColA 12A17F agk BRAIZ &, MCoF &2 53 & F

5 MgSO 2 Ax3ta FFo] AE F715S silicagel column 2 AAAT ] A ES A&,

(2) TTA $-3-29] A

Round flaskol] S-3-1 (193), TPP (393)ol| aj3sl:= %3}  dichlorobenzeneo] &3k Fo] 140C WA
160Coll A 24X 7F wuke-FA]7)a,  7Htsle] dichlorobenzenes A A% & MCE B2 FE3F F7]15S MgS0,

2 Az 5F 3o AAE F71ES silicagel column & AZAARSS] AAHES Ao
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[0201]

[0202]

[0203]

[0204]

[0205]
[0206]
[0207]

[0208]

[0209]

[0210]
[0211]

[0212]

[0213]

[0214]

[0215]

(3) TA $-3-39] A

on

££0l 10-1507423

Round flaskell S-3-2 (19%), Todo 33F=(19%) == ¥} SF<lddl E3hgk o Pdy(dba); (0.059%),

(t-Bw)sP (0.1%93), NaOt-Bu (39&)o) aldsE= %& Z+z Hrbslar, 100TCe A 8A17F ny

ato] AdE 7]

9} BER FEI F715E MgSO,2 HARdtL 5%

S A=
= ©v i .

(4) HF 33E S 39 FA4

S silicagel column B AZAA3I] WAHE

i

Round flaskell S-3-3(19%), bis(pinacolato)diboron (1.3%3%)<S DMFol £33 3 PdCl,(DPPF) (0.039%),

AcOK (39%)& Z+7 #H7bstar, 130TCeA 3A1%E

a1 T8 AAE F7]1ES silicagel column

WA 104 W B4 F sl

ik FFAIZ ) MCO EER FES 77152 MgS0,E A E3)

2 ARAs] AYES ek

SaE S719 g el o3l Azshch

O.N
d(PPhs) TPP (3
5L e SO, o
R \ 7/ NaOHaq I THF chhlorobenzene

Pd,(dba)s (5mol %) C
R i
B-E
NaOt Bu (3 eq) O \/\ ;LL

Toluene (100 C)

$4-3

(1) TTA S-4-19] A

Round flaskell boronic acid 3}E (1 E3),
Pd(PPh3)y (0.059 %), NaOH =888 7}slar,

T& MgS0, 2 xdta wFdte] AdE {1 S

(2) F7HA) 5-4-29 A

Round flaskell S-4-1 (19%), TPP (3F&)ol &3
7t

R WRkEFA7aL, 2

"
PdCl,(DPPF) (3mol%)
AcOK( 3 eq) =
- R

(140°C~1607C)

S4-2
Arq

B-O
7

DMF, 130'C 07&

S4

nitro 3FE (1FF)el slFst= S THR] E37hst Fof
70°Col A 12417+ HE 3 7 o

silicagel column ¥ At HES A=t

3= ¥ dichlorobenzened] E3$F o  130°CollA] 244]

3} dichlorobenzenes A|AZ T, MC B2 FEI F715S MgSO,E HAX3sIal &

%= gl AAE F71ES silicagel columm & AZAAs] YAES A=t}
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[0216]

[0217]

[0218]

[0219]

[0220]
[0221]
[0222]

[0223]

[0224]

[0225]
[0226]

[0227]

[0228]

[0229]

[0230]

on

££0l 10-1507423

(3) A S-4-39 A
Round flaskel S-4-2 (19%), lodo 352 (19%) I = S EF¢lol &3 Fo Pdy(dba); (0.05FFH),
(t-Bu);P (0.19%), NaOt-Bu (39 )l ald= v F& 77 ®rrskar, 100ToHA 8AIZE wwk ZFAIZL 3. MC

S silicagel column B AZAA3I] WAHE

b B2 FET #7153 NgS0,= Axsta sFste] AAdE f7]

i

4) FF JFE S 4 9 #A
Round flaskell S-3-3(19%), bis(pinacolato)diboron (1.3%3%)<S DMFol £33 3 PdCl,(DPPF) (0.039%),
AcOK (3F3) S 27t H7hska, 130TolA 3A1ZF Ak /A7 &) MCet B2 FE3 §715S NgSo,2 1 x3)

I FEFY AAE F71EE silicagel column E A ZAs ] YAHES A=

$4 104 Wg B F shiel S5 ehvlsh ge el ola) Azstelnh,

ON ;;\n
2 HN Pd,(dba); (5mol %) O N
Tr|pheny|phosph|ne v —Ar (t-Bu)sP (0.1 eq) O O
1
OOQ o-Dichlorobenzene 1'\_1:&'&“((13080!)[5) '
i

$-5-2

0O
N 0,
NBS (1eq) C o, i hook3eq) T Q O
e lew Q O .
Mc ' o S DMF, 130'C ' /B%
é

(1) A $-5-19] A

Nitro 33t% (1%%), Triphenylphosphine (2.5%%), o-Dichlorobenzene &
Hh3o] AEHH Feod YAAL Fo HEgdE2 o=t B& AMEstY F

%3] AAE F71ES silicagel column & AZAAS A PYAHAES A,

Jdo o 180CE 3HF35T).
% F715S NgS0. 2 7Hx3

(2) 704 s-5-2¢ A
Round flaskel S-5-1 (19%), lodo 3}H&E(193%) 3EH= 4 EFMo 3 o Pdy(dba); (0.05F%H),
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[0231]

[0232]

[0233]

[0234]

[0235]

[0236]

[0237]

[0238]

S55061 10-1507423

(t-Bu);P (0.19%), NaOt-Bu (39 =)ol ald= = F& 47 "rhstar, 100ToA 8AIZE wit ZFA1Z1 & MC
9} B2 FE F715S MgS0,2 ARSI FF3e] AR 7718 silicagel column 2 AZAASIA AdE

o Qi

(3) FA S-5-39 &4

Round flaskel S-5-2 (1 &), NBS (1F%)el alldst= g MColl E3bgh Fo] AFolA] 24A]7F wyl
71 & 7++ato] dichlorobenzened AASAL, MCY B2 FE3 F715S MgSO,2 AX3dtal ¥ %350

ox o

ox T
>

F71ES silicagel column & AAAS ] PAHES A=

(4) ¥ 9&E S5 9 34
Round flaskoll S-5-3(13%), bis(pinacolato)diboron (1.33%)2 DMFel &3k 3 PdCl,(DPPF) (0.039),
AcOK (393)& 247 H7kskar, 130ColA 3A1ZE wwk 3HFA17 3 NCeF B2 FE53 #7158 MgS0,2 Axs)

I FEEe] AAE F7)1ES silicagel colum 2 AAAS ] AAES A=t}

g, S 1A S 59 FAEL olgetel R AFES olejel Lo}, o A3 Aow old A=
/O
B(pin) = —$E
Z& efyth. 817] ghshaell A B(pin) & °ojth.
ST1-1 ST1-2 ST1-3 ST1-4 ST1-5

¢
L @b

B(pin) B(pin) B(pin)
pin

B(pin) :
B(pin) B(pin) B(pin)
ST1-11 ST1-12 ST1413 sT1-14 ST1-15
i L .
‘
i A N N



[0239]

[0240]

[0241]

[0242]

[0243]

_48_
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2
=
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[0244]

[0245]

[0246]

[0247]

[0248]

[0249]

-0
w

Seser
w
[s ]

g T Yy s
/N\ It e
N N 7N T W, O O
B(pin) B e N\ ) B(pin)
B(pin) Blpir) ' g
ST3-11 ST3-14 ST3-15
3 Q
\ ©
\,‘/ O F/ NG MeO—/ | N
T \\ 7 7\—// \Q\)(/j_Q
(V0 ) B(pin) \\\/) B(pin)
L/) B(pin)

B(pin) B(pin)

on

2
=

=5

10-1507423



[0250]

[0251]

[0252]

[0253]

[0254]

[0255]

[0256]

ipB

sST4-17

sT51 ST5-2 S§T5-3 ST5-4
sHNes (A Y
e =, = | =
N = ) N = \(T/j e U)\/j
7 ;\'\ 7 ~ ) T
7N ) 7N ] NN
\\/// ips \\’// (nip)B /] . \ % a
N\ ip)B )
N
ST5-6 ST5-7 85T5-8 ST5-9

Ty [?‘ e jl%

T Y

<_7 N Ny
(nlp)BC/ ( Y \J g/\f \/ Y ?f
L (nip)B (nip)B (nlp)B (nlp)B \//7

ST5-12

B
N/N
/\ \

on

££0l 10-1507423

ST4-15

B(pin)

B(pin)

(nip)B” L

S5T5-10

D)

J

=
N

ST5-13

- a
(mp)B'—f (n-p)B

A7) 3 ST 1-1 WA ST 5-13¢9] FD-MSE 1718 29} #t}.
X2
3o FD-MS 3 E FD-MS
ST1-1  |m/2=369.19 (CyH2BNO,=369.26) ST 1-2  |m/z=419.21 (CysHyBNO,=419.32)
ST1-3  |m/2=419.21 (CysHaeBNO,=419.32) ST 1-4  |m/z=445.22 (CyHysBNO,=445.36)
ST1-5  |m/z=495.24 (CyHsoBNO,=495.42) ST1-6  |m/2=521.25 (CssHa:BNO,=521.46)
ST1-7  |m/2=522.25 (CysHyBN,0,=522.44) ST1-8  |m/2=523.24 (CyHsBN;0,=523.43)
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[0257]
[0258]

[0259]

on

££0l 10-1507423

ST1-9 m/z=485.25 (Cy3H3,BNO,=485.42) ST1-10  |m/z=609.28 (C43H3BN0,=609.56)
ST1-11  |m/2z=607.27 (Cy3H5BNO,=607.55) ST1-12  |m/2z=598.28 (CyH3sBN,0,=598.54)
ST1-13  |m/2z=447.21 (CusHzBN50,=447.34) ST1-14  |m/2z=463.21 (CsH.BFNO,=463.35)
ST1-15  |m/z=475.23 (C3H5BNO:=475.39) ST1-16  |[m/z=598.28 (CyHssBN,0,=598.54)
ST1-17  |m/z=662.31 (CaHseBN20.=662.63) ST2-1 m/z=419.21 (CysHyBN0,=419.32)
ST2-2 m/z=469.22 (CsH2sBN0,=469.38) ST2-3 m/z=469.22 (CsH,sBNO,=469.38)
ST2-4 m/z=495.24 (CsH30BNO,=495.42) ST2-5 m/z=545.25 (CssH3,BNO,=545.48)
ST2-6 m/z=571.27 (CyH3BNO,=571.51) ST2-7 m/z=572.26 (CsH33BN20,=572.50)
ST2-8 m/z=573.26 (CssH3BN30,=573.49) ST2-9 m/z=535.27 (CyH34BNO,=535.48)
ST2-10  |m/2=659.30 (Cy7HssBNO,=659.62) ST2-11  |m/2z=657.28 (CyH3sBNO,=657.61)
ST2-12  |m/2z=648.29 (CysH3BN,0,=648.60) ST2-13  |m/2z=497.23 (CsHzsBN50,=497.39)
ST2-14  |m/z=513.23 (C3HyBFNO,=513.41) ST2-15  |m/2z=525.25 (CasH3BNO3=525.44)
ST2-16  [m/z=648.29 (Cysts7BN20,=648.60) ST2-17  |m/z=712.33 (C5H4iBN20,=712.68)
ST3-1 m/z=419.21 (CusH,6BNO,=419.32) ST3-2 m/z=469.22 (CsH,sBNO,=469.38)
ST3-3 m/z=469.22 (CsHzsBNO,=469.38) ST3-4 m/z=495.24 (CsH30BNO,=495.42)
ST3-5 m/z=545.25 (Cygt3:BNO,=545.48) ST3-6 m/z=571.27 (CyH3BNO,=571.51)
ST3-7 m/z=572.26 (Cgll3BN20,=572.50) ST3-8 m/z=573.26 (Cssl2BN;0,=573.49)
ST3-9 m/z=535.27 (CsH3BNO,=535.48) ST3-10  |m/2=659.30 (Cy7HssBNO,=659.62)
ST3-11  |m/z=657.28 (CyHsBN0,=657.61) ST3-12  [m/z=648.29 (Cysts7BN,0,=648.60)
ST3-13  [m/z=497.23 (C3HasBN;0,=497.39) ST3-14  [m/z=513.23 (C3HyBFNO,=513.41)
ST3-15  |m/2z=525.25 (CssH3BNO3=525.44) ST3-16  |m/z=648.29 (CysH3BN,0,=648.60)
ST3-17  |m/2z=712.33 (CsoH1BN20,=712.68) ST4-1 m/z=419.21 (CusH,6BN0,=419.32)
ST4-2 m/z=469.22 (CsHzsBNO,=469.38) ST4-3 m/z=469.22 (CsHysBN0,=469.38)
ST4-4 m/z=495.24 (CsHz0BNO,=495.42) ST4-5 m/z=545.25 (CysH3,BNO,=545.48)
ST4-6 m/z=571.27 (CyH3BNO,=571.51) ST4-7 m/z=572.26 (CsH33BN20,=572.50)
ST4-8 m/z=573.26 (Cgll32BN30,=573.49) ST4-9 m/z=535.27 (CsH3BNO,=535.48)
ST4-10  |m/2z=659.30 (CyH3sBNO,=659.62) ST4-11  |m/z=657.28 (CurHs6BNO,=657.61)
ST4-12  |m/z=648.29 (Cysts7BN20,=648.60) ST4-13  [m/z=497.23 (CsHasBN;0,=497.39)
ST4-14  |m/2z=513.23 (CsH20BFNO,=513.41) ST4-15  |m/2z=525.25 (CssH3BNO3=525.44)
ST4-16  |m/z=648.29 (Cysts7BN,0,=648.60) ST4-17  |m/z=712.33 (CsH41BN20,=712.68)
ST5-1 m/z=469.22 (CsHzsBNO,=469.38) ST5-2 m/z=519.24 (CsH3BNO,=519.44)
ST5-3 m/z=519.24 (CyHtz0BNO,=519.44) ST5-4 m/z=545.25 (CylaBNO,=545.48)
ST5-5 m/z=698.31 (Cyll33BN-0,=698.66) ST5-6 m/z=622.28 (Cy3H33BN20,=622.56)
ST5-7 m/z=623.27 (CyH3BN;0,=623.55) ST5-8 m/z=547.24 (CsH30BN;0,=547.45)
ST5-9 m/2=585.28 (CyH3BNO,=585.54) ST5-10  [m/z=709.32 (Cs5:H4BNO,=709.68)
ST5-11  |m/2z=707.30 (CsHssBNO,=707.66) ST5-12  |m/2z=621.28 (CyH3sBNO,=621.57)
ST5-13  |m/2=595.27 (CyH3BNO,=595.54)

Al o7

B2 1ol o8 HF SFES P BHE ey 2.

A% 3= P1 WA P6 FA oA

Round flaskel S1 ~ S5 3}&E (1 ), Sub C 3FE (193) o siFsh= 43 THFS) &3 Fo Pd(PPhy),

(0.05%%), NaOH &N H7bstar, 70CelA 12413 wik SFAIZ T, MCoF E2 F53 /7152 MgSOE
(3]

st folxl HF s§kE Pl-

Az FFs] BAHE F7]182 silicagel column 2 AZAAs ] BAES

11
1 WA P6-46¢] FD-MS= al7] & 37 2},

_51_



[0260]

on

==5|

10-1507423

x3

3o FD-MS 3 E FD-MS

P1-1 m/z=434.18 (CapHzN,=434.53) P1-2 m/z=484.19 (CaeHzN:=484.59)
P1-3 m/2z=484.19 (CaeHyN,=484.59) P1-4  |m/2z=510.21 (CsslyN;=510.63)
P1-5  |m/z=663.27 (CylssNs=663.81) P1-6 m/z=587 .24 (Cy3HzoN5=587.71)
P1-7  |m/z=588.23 (CyHssN,=588.70) P1-8  |m/z=512.20 (CsHt2uN,;=512.60)
P1-9 m/2z=550.24 (CyHsN2=550.69) P1-10  |m/z=674.27 (CsiHaN,=674.83)
P1-11  |m/2z=672.26 (CsiHsNo=672.81) P1-12  |m/2z=586.24 (CyHsoN;=586.72)
P1-13  |m/2z=663.27 (CyeHssN:=663.81) P1-14  |m/2z=727.30 (CsH3N3=727.89)
P1-15  |m/2z=528.20 (CasHysFN2=528.62) P1-16  |m/2z=540.22 (CaeHasN:0=540.65)
P1-17  |m/2z=484.19 (CasHyN,=484.59) P1-18  |m/2z=534.21 (CyoHaeN=534.65)
P1-19  |m/2z=534.21 (CyoHaeN2=534.65) P1-20  |m/2z=560.23 (Cy:HaeN,=560.69)
P1-21  |m/2z=713.28 (CsslasNs=713.87) P1-22  |m/z=637.25 (CyHsNs=637.77)
P1-23  |m/2z=638.25 (CysHsoN,;=638.76) P1-24  |m/2z=562.22 (CyoHaeN=562.66)
P1-25  |m/2z=600.26 (CysHsN2=600.75) P1-26  |m/2z=724.29 (CssHaeN,=724.89)
P1-27  |m/2z=722.27 (CssHaN,=722.87) P1-28  |m/2z=855.36 (CeHisNs=856.06)
P1-29  |m/2z=510.21 (CasHaeN2=510.63) P1-30  |m/2z=560.23 (CysHseN:=560.69)
P1-31  |m/2z=560.23 (CysHseN:=560.69) P1-32  |m/2z=586.24 (CyulsN=586.72)
P1-33  |m/2z=739.30 (CssHaNs=739.90) P1-34  |m/2z=663.27 (CyoHasNs=663.81)
P1-35  |m/z=664.26 (CysHsN,;=664.79) P1-36  |m/2z=588.23 (CysHyeN,;=588.70)
P1-37  |m/2z=626.27 (CyHaN:=626.79) P1-38  |m/2z=750.30 (CsHsN2=750.93)
P1-39  |m/z=748.29 (CsHsN,=748.91) P1-40  |m/z=587.24 (Cy3HaeNs=587.71)
P1-41  |m/2z=562.22 (CyoHaeN=562.66) P1-42  |m/2z=590.18 (Cy:Hs6N,5=590.73)
P1-43  |m/z=642.25 (CyeHsN,Si=642.86) P1-44  |m/2z=616.25 (CysHsuN-0=616.75)
P1-45  |m/2z=549.22 (CyoHN:=549.66) P1-46  |m/2z=578.22 (CyuHyFN,=578.68)
P2-1 m/z=484.19 (CaeHzN;=484.59) P2-2 m/z=534.21 (CyoHzeN=534.65)
P2-3 m/z=534.21 (CyoHasN2=534.65) P2-4  |m/2z=560.23 (CyoHssNy=560.69)
P2-5  |m/z=713.28 (CslssNs=713.87) P2-6 m/z=637.25 (CyH3N3=637.77)
P2-7  |n/z=638.25 (CyHsoN,=638.76) P2-8  |m/z=562.22 (CioHsN,=562.66)
P2-9 m/z=600.26 (CysHa:N2=600.75) P2-10  |m/2z=724.29 (CasHaeN,=724.89)
P2-11  |m/2z=722.27 (CssHaN,=722.87) P2-12  |n/2z=636.26 (CysHs:N2=636.78)
P2-13  |m/2z=713.28 (CsslasNs=713.87) P2-14  |m/z=777.31 (CseHsoNs=777.95)
P2-15  |m/2z=578.22 (CyuHyFN,=578.68) P2-16  |m/2z=590.24 (Cy3HsN:0=590.71)
P2-17  |m/2z=534.21 (CyolaeN2=534.65) P2-18  |m/2z=584.23 (CyHseN,=584.71)
P2-19  |m/z=584.23 (CyulyeN,=584.71) P2-20  |m/2z=610.24 (CygHsoN,=610.74)
P2-21  |m/z=763.30 (CsH3N3=763.92) P2-22  |m/z=687.27 (CsiHasNs=687.83)
P2-23  |n/z=688.26 (CsollsN,=688.82) P2-24  |m/z=612.23 (CyulseN;=612.72)
P2-25  |m/2z=650.27 (CyeHsN2=650.81) P2-26  |m/z=774.30 (CspHasN,=774.95)
P2-27  |m/2z=772.29 (CselsN,=772.93) P2-28  |m/z=905.38 (CosHyiN5=906.12)
P2-29  |m/2z=560.23 (CysHyeN:=560.69) P2-30  |m/2z=610.24 (CyeHsN,=610.74)
P2-31  |m/2z=610.24 (CysHsoN,=610.74) P2-32  |n/2z=636.26 (CysHsN,=636.78)
P2-33  |m/2z=789.31 (CssHaoNs=789.96) P2-34  |m/2z=713.28 (CssHasNs=713.87)
P2-35  |m/z=714.28 (CsHuN=714.85) P2-36  |m/z=638.25 (CysHsoN,;=638.76)
P2-37  |m/z=676.29 (CsiHsN,=676.84) P2-38  |m/z=800.32 (CeiHioN2=800.98)
P2-39  |m/2z=798.30 (CeHaeN,=798.97) P2-40  |m/2z=637.25 (CyHsNs=637.77)
P2-41  |m/2z=612.23 (CyHseN,=612.72) P2-42  |m/2z=640.20 (CysHzeN,5=640.79)
P2-43  |m/2z=692.26 (CspHaeN,Si=692.92) P2-44  |m/z=666.27 (CyioHaN,0=666.81)
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P2-45 m/z=599.24 (CyHyeN5=599.72) P2-46 m/z=628.23 (CyeHz0FN2=628.73)
P3-1 m/z=484.19 (CyHtzuN,=484.59) P3-2 m/z=534.21 (CyHzeN,=534.65)
P3-3 m/z=534.21 (CyHzeN.=534.65) P3-4 m/z=560.23 (Cy3HssNo=560.69)
P3-5 m/z=713.28 (Cs3Hy5N5=713.87) P3-6 m/z=637.25 (CyH3:Ns=637.77)
P3-7 m/2=638.25 (CyHzN,=638.76) P3-8 m/z=562.22 (CyoHyN,=562.66)
P3-9 m/z=600.26 (CysH3sN.=600.75) P3-10 m/z=724.29 (CssHyN.=724.89)
P3-11 m/z=722.27 (Cs5H3uN.=722.87) P3-12 m/z=636.26 (CysH33N,=636.78)
P3-13 m/z=713.28 (Cs3HsN5=713.87) P3-14 m/z=777.31 (CsstsoNs=777.95)
P3-15 m/z=578.22 (CyHyNo=578.68) P3-16 m/z=590.24 (Cy3H3N-0=590.71)
P3-17 m/z=534.21 (CyHzeN2=534.65) P3-18 m/z=584.23 (CyHosNo=584.71)
P3-19 m/z=584.23 (CyHzsN,=584.71) P3-20 m/z=610.24 (CysH3oN.=610.74)
P3-21 m/z=763.30 (CsH3N5=763.92) P3-22 m/z=687.27 (CsH;y3N5=687.83)
P3-23 m/z=688.26 (CsoH;,N,=688.82) P3-24 m/z=612.23 (CyulaNs=612.72)
P3-25 m/z=650.27 (CyoHl3N,=650.81) P3-26 m/z=774.30 (CsoHssNo=774.95)
P3-27 m/z=772.29 (CsHyNo=772.93) P3-28 m/z=855.36 (CaHisN5=856.06)
P3-29 m/z=560.23 (Cy3HssNo=560.69) P3-30 m/z=610.24 (Cyst3N;=610.74)
P3-31 m/z=610.24 (CyeH3N,=610.74) P3-32 m/z=636.26 (CysH3oN.=636.78)
P3-33 m/z=789.31 (Csol3Ns=789.96) P3-34 m/z=713.28 (Cs3Hs5Ns=713.87)
P3-35 m/z=714.28 (CsH3iN=714.85) P3-36 m/z=638.25 (CysHyoN,=638.76)
P3-37 m/z=676.29 (CsHssN.=676.84) P3-38 m/z=800.32 (Ce1HyN2=800.98)
P3-39 m/z=798.30 (Cq1H3sNo=798.97) P3-40 m/z=637.25 (CyH3:Ns=637.77)
P3-41 m/z=612.23 (CyuHssN=612.72) P3-42 m/z=640.20 (CysHssNoS=640.79)
P3-43 m/z=692.26 (CsoHyNoS1=692.92) P3-44 m/z=666.27 (CyHs3N.0=666.81)
P3-45 m/z=599.24 (CyHyeN5=599.72) P3-46 m/z=628.23 (CyeHz0FN2=628.73)
P4-1 m/z=484.19 (CssHsuN.=484.59) P4-2 m/z=534.21 (CyHzeNo=534.65)
P4-3 m/z=534.21 (CyHzeN2=534.65) P4-4 m/z=560.23 (CyHssNo=560.69)
P4-5 m/z=713.28 (Cs3HsN5=713.87) P4-6 m/z=637.25 (CyH3:N5=637.77)
P4-7 m/z=638.25 (CyHzN,=638.76) P4-8 m/z=562.22 (CyoHyN,=562.66)
P4-9 m/z=600.26 (CysH3sN.=600.75) P4-10 m/z=724.29 (CssHyN.=724.89)
P4-11 m/z=722.27 (CssHs4N.=722.87) P4-12 m/z=636.26 (CysH3uN.=636.78)
P4-13 m/z=713.28 (Cs3HsN5=713.87) P4-14 m/z=777.31 (CsstsoNs=777.95)
P4-15 m/z=578.22 (CylxFN,=578.68) P4-16 m/z=590.24 (Cy3H3N,0=590.71)
P4-17 m/z=534.21 (CyHzeNo=534.65) P4-18 m/z=584.23 (CyHosNo=584.71)
P4-19 m/z=584.23 (CyHseN,=584.71) P4-20 m/z=610.24 (Cyets0N.=610.74)
pP4-21 m/z=763.30 (CsH3N5=763.92) P4-22 m/z=687.27 (CsH;y3N5=687.83)
P4-23 m/z=688.26 (CsH3sN,=688.82) P4-24 m/z=612.23 (CyuHssN,=612.72)
P4-25 m/z=650.27 (CyoHl3N,=650.81) P4-26 m/z=774.30 (CsoHssNo=774.95)
P4-27 m/z=772.29 (CsHyNo=772.93) P4-28 m/2=905.38 (CeHiN5=906.12)
P4-29 m/z=560.23 (Cy3HssN.=560.69) P4-30 m/z=610.24 (Cyt3N;=610.74)
P4-31 m/z=610.24 (CysH3N.=610.74) P4-32 m/z=636.26 (CysH3sN,=636.78)
P4-33 m/z=789.31 (Csol3Ns=789.96) P4-34 m/z=713.28 (Cs3Hy5Ns=713.87)
P4-35 m/z=714.28 (CsH34N=714.85) P4-36 m/2=638.25 (CyHzoN,=638.76)
P4-37 m/z=676.29 (CsHyN.=676.84) P4-38 m/z=800.32 (Ce1HyN2=800.98)
P4-39 m/z=798.30 (Cq1H3sN.=798.97) P4-40 m/z=637.25 (CyH3:Ns=637.77)
p4-41 m/z=612.23 (CyuHyeN,=612.72) p4-42 m/z=640.20 (CysHssNoS=640.79)
P4-43 m/z=692.26 (CsoHNoS1=692.92) P4-44 m/z=666.27 (CyHs3N.0=666.81)
P4-45 m/z=599.24 (CyHzeN5=599.72) P4-46 m/z=628.23 (CyeHagFN,=628.73)
P5-1 m/z=534.21 (CyHzeNo=534.65) P5-2 m/z=584.23 (CyHosNo=584.71)
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P5-3 m/z=584.23 (CyHyeNo=584.71) P5-4 m/2=610.24 (CyHzoNo=610.74)
P5-5 m/z=763.30 (Cs7HaNs=763.92) P5-6 m/z=687.27 (C5Ha3N;=687.83)
P5-7 m/z=688.26 (CsH3sN,=688.82) P5-8 m/z=612.23 (CyuHssN,=612.72)
P5-9 m/z=650.27 (CyH3uN,=650.81) P5-10 m/z=774.30 (CsolssNo=774.95)
P5-11 m/z=772.29 (CsHsNo=772.93) P5-12 m/z=686.27 (CsHs4N,=686.84)
P5-13 m/z=584.23 (CyHzsN,=584.71) P5-14 m/z=634.24 (CysHyoN.=634.77)
P5-15 m/z=634.24 (CyslzN.=634.77) P5-16 m/z=660.26 (CsoHs5N.=660.80)
P5-17 m/z=813.31 (CqH3N5=813.98) P5-18 m/z=737.28 (Cs5HsN5=737.89)
P5-19 m/z=738.28 (CsH3N,=738.87) P5-20 m/z=662.25 (CysH3N,=662.78)
P5-21 m/z=700.29 (Cs3HzeN.=700.87) P5-22 m/z=824.32 (Cg3HioN.=825.01)
P5-23 m/z=822.30 (Cq3HssN.=822.99) P5-24 m/z=612.26 (CysH3oN.=612.76)
P5-25 m/2=610.24 (CyHzoNo=610.74) P5-26 m/z=660.26 (CsoHs,N.=660.80)
P5-27 m/z=660.26 (CsoHs,N.=660.80) P5-28 m/z=686.27 (CsHs4N,=686.84)
P5-29 m/z=839.33 (CgstiNs=840.02) P5-30 m/z=763.30 (CsH3Ns=763.92)
P5-31 m/z=764.29 (CssHyN,=764.91) P5-32 m/z=688.26 (CsoHs2N=688.82)
P5-33 m/z=726.30 (Cs5H3sN.=726.90) P5-34 m/2=850.33 (CgsHizNo=851.04)
P5-35 m/z=848.32 (CgsHtyoN,=849.03) P5-36 m/z=687.27 (CsH;3N;=687.83)
P5-37 m/z=662.25 (CyslzN,=662.78) P5-38 m/z=690.21 (CsoHsoN2S=690.85)
P5-39 m/z=742.28 (CsHasN,S1=742.98) P5-40 m/z=716.28 (Cs3HyN-0=716.87)
P5-41 m/z=649.25 (CysH3N5=649.78) P5-42 m/z=678.25 (CsoH3FN,=678.79)
P6-1 m/z=484.19 (CssHsuN.=484.59) P6-2 m/z=534.21 (CyHzeNo=534.65)
P6-3 m/z=534.21 (CyHzeN.=534.65) P6-4 m/z=560.23 (CyHssNo=560.69)
P6-5 m/z=713.28 (Cs3HssN:=713.87) P6-6 m/z=637.25 (CyH3:N5=637.77)
P6-7 m/z=638.25 (CyHzN,=638.76) P6-8 m/z=562.22 (CyoHyN,=562.66)
P6-9 m/z=600.26 (CysH3sN,=600.75) P6-10 m/z=724.29 (CssHyN.=724.89)
P6-11 m/z=722.27 (CssH3uN.=722.87) P6-12 m/z=636.26 (CysH33N,=636.78)
P6-13 m/z=713.28 (Cs3HsN5=713.87) P6-14 m/z=777.31 (CsstsoNs=777.95)
P6-15 m/z=578.22 (CyHyFN,=578.68) P6-16 m/z=590.24 (Cy3H3N-0=590.71)
P6-17 m/z=534.21 (CyHzeN:=534.65) P6-18 m/z=584.23 (CyHosNo=584.71)
P6-19 m/z=584.23 (CyHseNo=584.71) P6-20 m/z=610.24 (CyetsN.=610.74)
P6-21 m/z=763.30 (CsH3N5=763.92) P6-22 m/z=687.27 (CsH;y3N5=687.83)
P6-23 m/z=688.26 (CsH3sN,=688.82) P6-24 m/z=612.23 (CyHzsN,=612.72)
P6-25 m/z=650.27 (CyoHl3N,=650.81) P6-26 m/z=774.30 (CsoHssNo=774.95)
P6-27 m/z=772.29 (CsHyN.=772.93) P6-28 m/z=905.38 (CestiN5=906.12)
P6-29 m/z=560.23 (Cy3HssN.=560.69) P6-30 m/z=610.24 (Cyst3N;=610.74)
P6-31 m/z=610.24 (CysH3oN.=610.74) P6-32 m/z=636.26 (CysH3oN.=636.78)
P6-33 m/z=789.31 (Csol3Ns=789.96) P6-34 m/z=713.28 (Cs3Hs5Ns=713.87)
P6-35 m/z=714.28 (CsH34N=714.85) P6-36 m/2=638.25 (CyHzoN,=638.76)
P6-37 m/z=676.29 (CsHssN.=676.84) P6-38 m/z=800.32 (Ce1HyN2=800.98)
P6-39 m/z=798.30 (Cq1H3sN.=798.97) P6-40 m/z=637.25 (CyH3:Ns=637.77)
P6-41 m/z=612.23 (CyuHssN=612.72) P6-42 m/z=640.20 (CysHssNoS=640.79)
P6-43 m/z=692.26 (CsoHNoS1=692.92) P6-44 m/z=666.27 (CyH;N.0=666.81)
P6-45 m/z=599.24 (CyHyeN5=599.72) P6-46 m/z=628.23 (CyeHz0FN2=628.73)

ke ]

A, A7 E st 12 BAlY
Miyaura boration ®F
FAelloll HAE X 87] o] Q]e 3}

coupling WH$-,

Ir

1

oo I
o

_54_

2 Ay dAly A5
Y Buchwald-Hartwig cross
1ol gojd o2 X371(Ary, Ary, Ry WA R 52 A

A EAANE, o] 52 E5F Suzuki cross-

coupling

ot ok

A

o7 A4

71)7F AdgrEd



[0262]

[0263]

[0264]

[0265]
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[0268]
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[0271]

2 et whgEo] WAt GFS vX A Rrh. o7, v 76l A
3-1 A GAE Suzuki cross—coupilng WFEOl 7123t Aol™, WES2] 204
AEA, RES H

S-2-3 AAGA, w2 8ollA S-3-3 AAGA, WHS-2]

on
J
Jm
el
>
|
o
(@)
i
~
[\
w

S-2-1 AAA, 7§28l S-
C-1 AAGA, w82 304 C-2
1

S

2 dollA €3 S, WhEA] 5914 C4 BAGA, wHEA 6ol S-1-2 A, WA TellA
91M S-4-3 AAEA, WA 109014 S-5-2 A
=]

58 W% Buchwald-Hartwig cross coupling ¥FS-o] 71%3F Aojw, w32 gojlA S 1 AAHAGA, w32 704
9 -

[s}
S 2 AAGA, W52 8olA S 3 AAGEA, WA 904 S 4 AAGA, WS
Miyaura boration WFgol 7]%3F Zo|t}, ulghr], oA|E X3l7] o]9d] t}& X
T 593 vty FeE dhgo] IygE ZAAdS FAAEH Y & & S

o R B O I - i

2110014 S 5 AATA 5 mE
X 2k7]7) A shEel disiA
Aol

H Al o 8

A, F71 71l AR 1105 (F=) Aol 2-INATAS AFTHste]  60mm F7AZ AFTUSS 498 F,
Berds fd 2 2 mE S3ES 20 FAR JesHee] Jrrdss e dgew, A
TrES Hol TFF FT2E BHZ (BP[4,4'-NN'-dicarbazole-biphenyl] &, =%E EAZ  Ir(ppy)s

[tris(2-phenylpyridine)-iridium] & 9:19] THH|Z 30nm FAZ =3 0}01

BYEe ARG, ololN F

AAFLeE (1,1 -Hl2dd)-4-Z e o] E)n| = (2-HE-8-Fzd & o] &) &F 1w (o] 8 BAlq= ‘471@)% 10 nm
FAR Aesdsta, AAFEsor Ef2@-Azdw)dFriE(o] o} Algs= FAE)S 40 nm FAZ =gt

, Jzoz FA3 g7y F4< LiFE 0.2 mm FARE St
slo] AlS 502 AMEstY fU)HA LFAAE Aol

AE5EE A4 B Ayl H3E g ] ni SEE 12 o 8d AL
FARAALREAE AT,

[v]are] 2]
derds 44 2 28 Fekw tAl 7] Hlal dekw 28 ol 8% s
FNAA LG 2AE A 2SI AT
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on

££0l 10-1507423

O

ol Alzd # o] Aol 8 B w1, Hlale] 2, Wlale] 39| {7 EHFAA | Frlolo
7}t EE 2] A 2] (photoresearch)AFe] PR-6502.2 A 7]¥H(EL) 5AS SH3I¥ o, 1
Yol A WALolA x| A Az = FA FHE S3) T90 FHES SA T, & 2w 4
o 1, wlate] 2, wlae] 3¢ shghEel] whel Alxzd FUIAAT GRS FEAY, dAREE, §
T, d3as 9 FEs A A% sy 249 2t

F 4
st T 1%(r§A/cm ﬁE()cd/ "5 (cd/A) T(90)
2 m2

H] ulef (1) vl e (1) 6.2 9.1 300.0 3.3 65.6
H] ulef (2) vl e (2) 6.0 9.9 300.0 3.0 62.5
vl (3) H] W o (3) 5.8 6.8 300.0 4.4 62.4
AA A (1) she=(1-1) 5.4 5.5 300.0 5.4 139.9
A A (2) 3= (1-2) 5.4 5.3 300.0 5.7 98.8
A A€l (3) 3H3HE(1-3) 5.7 5.4 300.0 5.5 109.3
A A ¢l (4) 3HHE(1-4) 5.5 6.7 300.0 4.5 108.8
A A€l (5) 3H3HE(1-5) 5.4 5.5 300.0 5.4 135.3
A (6) 313t=E(1-6) 4.7 5.5 300.0 5.5 130.4
AN G (7) shet=(1-7) 5.0 5.4 300.0 5.6 133.8
A A 4 (8) s}et=(1-8) 5.3 7.0 300.0 4.3 135.2
A A €(9) 33HE(1-9) 5.2 6.1 300.0 5.0 103.3
A A€ (10) 3}H3HE (1-10) 5.1 5.8 300.0 5.2 111.0
AA (D 3HgtE (1-11) 4.8 6.7 300.0 4.5 135.0
A4 (12) SHeHE (1-12) 5.0 6.9 300.0 4.3 137.7
21 A ¢ (13) 3}t & (1-13) 5.1 6.6 300.0 4.5 142.9
A4 (14) SHeHE (1-14) 4.9 5.9 300.0 5.1 92.5
A A€l (15) 3}H3HE (1-15) 4.8 5.9 300.0 5.1 143.9
2 A€l (16) 3}13HE (1-16) 4.6 6.9 300.0 4.3 110.9
A A (17) 3HstE (1-17) 5.5 5.4 300.0 5.6 109.0
A (18) 3}3HE(1-18) 5.0 5.2 300.0 5.7 115.4
A A (19) 313+ (1-19) 4.9 6.2 300.0 4.8 126.1
2 A 41(20) 3}F3HE (1-20) 5.3 5.6 300.0 5.4 105.1
A A¢ (2D 3HstE (1-21) 4.7 6.3 300.0 4.8 125.3
A A€ (22) 3}H3HE (1-22) 5.3 6.1 300.0 4.9 103.5
2 A4l (23) 3}3HE (1-23) 5.3 6.0 300.0 5.0 123.5
2 A] ¢ (24) 3} & (1-24) 5.2 5.5 300.0 5.5 112.4
A A (25) 3}3HE (1-25) 5.3 5.5 300.0 5.5 129.3
2 A4l (26) 3}3HE (1-26) 4.9 6.8 300.0 4.4 129.8
A€ (27) 3H5HE (1-27) 5.0 5.3 300.0 5.7 133.9
2 A4l (28) 3}3HE (1-28) 5.1 6.6 300.0 4.6 135.4
A A1 (29) 3}3HE(1-29) 4.7 7.1 300.0 4.2 143.7
A A ¢ (30) 3} & (1-30) 5.4 6.6 300.0 4.6 145.9
A A o] (31) 3 & (1-31) 5.2 6.4 300.0 4.7 109.2
2 A€l (32) 3}H5HE (1-32) 5.1 6.1 300.0 4.9 109.3
2 A€l (33) 3}3HE (1-33) 5.4 5.4 300.0 5.5 134.4
2 A€l (34) 3}3HE (1-34) 5.1 7.1 300.0 4.2 115.8
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