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14 NMR (DMSO-Dg, 300 MHz): & (ppm) = 9.71 (s, 1H), 8.05 (s, 1H), 7.83 (s, 1H),
7.81 (dxd, 1H), 7.49 (d, 1H), 7.20 (s, 1H), 3.23 (s, 3H), 2.36 (s, 3H), 2.17 (s,
3H).
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9.04 (s, 1H), 7.91 (s, 1H), 7.81 (s, 1H),
7.63 (dxd, 1H), 7.42 (d, 1H), 7.18 (t, 1H), 5.67 (s, 1H), 3.66 (s, 3H), 2.22 (s,
3H), 2.17 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 7.70 (s, 1H), 7.34 (d, 2H), 7.19 (d, 2H), 5.

09 (s, 2H), 4.11 (s 0O OO, 2H).
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1H NMR (CDCl5, 300 MHz): & (ppm) = 8.07 (d, 1H), 7.86 (s, 1H), 7.68 (s, 1H), 7.
60 (dxd, 1H), 7.38 (d, 2H), 7.35-7.20 (m, 3H), 6.99 (s, 1H), 5.25 (s, 2H), 2.32

(s, 3H).
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TH NMR (CDCls, 300 MHz): & (ppm) = 8.05-7.95 (m, 2H), 7.75-7.65 (m, 2H), 7.45-7
.30 (m, 6H), 7.00 (s, 1H), 5.73 (s, 2H), 2.32 (s, 3H).
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H NMR (DMSO-Dg, 300 MHz): & (ppm)
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9.89 (s, 1H), 8.38 (s, 1H), 8.12 (s, 1H),

7.85-7.80 (m, 2H), 7.51 (d, 1H), 7.21 (s, 1H), 3.98 (d, 2H), 2.17 (s, 3H), 1.35-
1.25 (m, 1H), 0.60-0.50 (m, 2H), 0.45-0.35 (m, 2H).
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H NMR (DMSO-Dg, 300 MHz): & (ppm) 9.86 (s, 1H), 8.29 (s, 1H), 8.08 (s, 1H),
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7.90-7.80 (m, 2H), 7.51 (d, 1H), 7.21 (s, 1H), 3.82 (s, 3H), 2.18 (s, 3H).
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14 NMR (DMSO-Dg, 300 MHz): & (ppm) = 8.12 (s, 1H), 7.40-7.35 (m, 4H), 7.31 (d,
1H), 7.22 (dxd, 1H), 5.29 (s, 2H), 5.13 (s, 2H).
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14 NMR (DMSO-Dg, 300 MHz): & (ppm) = 9.93 (s, 1H), 8.53 (s, 1H), 8.05 (s, 1H),

7.81 (s, 1H), 7.80 (d, 1H), 7.55-7.35 (m, 4H), 7.30 (d, 1H), 7.20 (d, 1H), 5.38
(s, 2H), 2.17 (s, 3H).

ooooo

O

000000000000 0000000000000000000000an
000000000000 00000000000000000

0

OooOoo0oooo
I I B
OO0Oo0ood

O
g
t
t

OooOooo

goo
gbooogbogbobgogbooobgbgobobooogbogbaobaooog

O|g o
[
O|o o
O
O

gobooooooogoobgobobobooooboboboboboooobobobao
ugbooboooooboobooboboobobooobooboboboobooooobobobaa
o0o0DO0oo0oDOooDOoOooDOoooDoooooo® o0



(54) JP 5378532 B2 2013.12.25

DoooooQ
000000000000 0000000000000000000000000000
0000000000000 0000000000000000000000000
DoooooQ

0000000000000 O0000O000000000000000000000000
0000000000000 O000000000000000000000000000
0000000000000 000000000000000000000000000¢0
000000000000 0O0000000000000000000% 00

IH NMR (CDCl5, 300 MHz): & (ppm) = 8.09 (m, 1H), 7.76 (s, 1H), 7.66 (s, 1H), 7.
61-7.57 (m, 1H), 7.30-7.26 (m, 3H), 7.08 (br s, 1H), 6.99 (s, 1H), 6.95-6.91 (m,

2H), 5.
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IH NMR (DMSO-Dg, 300 MHz): & (ppm) = 9.11 (s, 1H), 7.47 (dxd, 1H), 7.40-7.30 (m
2H), 7.19 (dxd, 1H), 5.29 (s, 2H), 5.23 (s, 2H).
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TH NMR (DMSO-Dg, 300 MHz): (ppm) = 9.96 (s, 1H), 8.51 (s, 1H), 8.08 (s, 1H), 7.8
3 (s, 1H), 7.79 (dxd, 1H), 7.55-7.45 (m, 2H), 7.45-7.35 (m, 2H), 7.31 (dxd, 1H),
7.20 (s, 1H), 5.46 (s, 2H), 2.17 (s, 3H).
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H NMR (CDCl3, 300 MHZ):
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.99 (s, 1H), 8.07 (d, 1H), 7.91 (dxd, 1H), 7
.86 (d, 1H), 7.75-7.65 (m, 2H), 7.53 (d, 1H), 7.44 (t, 2H), 7.22 (s, 1H), 2.46 (

, 3H), 2.19 (s, 3H).

gboooooog
gboooood

O

O

O

1H NMR (DMSO, 300
), 7.18 (d; 1H), 7.52 (d,
oooooo
ooooao
0000000000000
0000o00o0oo0oOoooo
oooooo

OO 0o oOooo
O oOoooo

O

od
oo
oo
uo
od
a

MHZz): &

&  (ppm)
28 (s, 1H), 5.97 (d, 1H), 5.23 (s, 2H), 2.30 (s, 3H).
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(ppm) = 10.00 (s, 1H), 7.99 (d, 2H), 7.95-7.75 (m, 2H

1H), 7.21 (s, 1H), 2.26 (s, 3H), 2.17 (s, 3H).
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IH NMR (DMSO-Dg, 300 MHz): & (ppm) = 8.11 (s, 1H), 7.33 (t, 2H), 7.30-7.25 (m,
3H), 5.41 (ga, 1H), 5.23 (s, 2H), 1.72 (d, 3H).
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1H NMR (DMSO, 300 MHz): & (ppm) = 9.91 (s, 1H), 8.53 (s, 1H), 8.05 (s, 1H), 7.8

6 (s, 1H), 7.82 (d, 1H), 7.49 (d, 1H), 7.40-7.25 (m, 5H), 7.20 (s, 1H), 5.66 (ga
, 1H), 2.17 (s, 3H), 1.83 (d, 3H).
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1H NMR (CDCl5, 300MHz): & (ppm) = 7.69 (d, 1H), 7.64 (d, 1H), 7.39-7.31 (m, 3H)
, 7.27-7.21 (m, 2H), 7.09-7.03 (m, 2H), 6.96 (s, 1H), 6.38 (s, 1H), 5.96 (d, 1H)
, 5.20 (s, 2H), 2.30 (s, 3H).
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(11 (s, 1H), 7.23 (¢t 0000, 2H), 5.32

(s 0000, 2H), 5.12 (s, 2H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.94 (s, 1H), 8.48 (s, 1H), 8.05 (s, 1H), 7.8
4 (s, 1H), 7.81 (d, 1H), 7.50 (d, 1H), 7.35 (t, 2H), 7.21 (s, 1H), 5.36 (s, 2H),
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2.17 (s, 3H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 10.19 (s, 1H), 9.17 (s, 1H), 8.13 (d, 1H), 7.
98 (dxd, 1H), 7.90-7.80 (m, 3H), 7.65-7.55 (m, 3H), 7.39 (t, 1H), 7.24 (s, 1H),
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2.19 (s, 3H).
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H NMR (DMSO, 300 MHz): & (ppm) = 8.28 (s, 1H), 7.93 (d, 1H), 7.84 (t, 1H), 7.7

2 (t, 1H), 7.63 (d, 1H), 5.57 (s, 2H).

oooooo
00000000000000000000000000000000000000000
0000000000000 0000000000000000000000000000
og

0000000000000 D00000D00D00000D0000000D00000DoOoOaDn
0000000000000 DO0O0DO0OD0D0ODO0ODO0OO0DO0DO0ODO0OO0DOoODOoODOoOaD
0000000000000 DO0D00D0D00DO0OD0O0O0DO0ODO0ODO0OO0DODODOOaD
0000000000000 D00000D00D000O0D00D00DO0O0DO0OO0oOooDoOoaDn
Soo

1H NMR (DMSO, 300 MHz): &
01 (d, 1H), 8.00-7.75 (m, 5H), 7.53 (d, 1H), 7.22 (s, 1H), 2.17 (s, 3H).
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(ppm) = 10.15 (s, 1H), 8.77 (s, 1H), 8.15 (d, 1H), 8.
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T4 NMR (CDCl5, 300 MHz): & (ppm) = 7.87-7.86 (m, 1H), 7.69 (m, 1H), 7.66-7.62 (
m, 1H), 7.42-7.24 (m, 4H), 7.00 (bs, 1H), 6.94 (bs, 1H), 4.55 (s, 2H), 2.31 (s,

3H).
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TH NMR (CDCls, 300 MHz): & (ppm) = 7.60-7.59 (m, 1H), 7.49 (m, 1H), 7.42-7.34 (
m, 4H), 7.29-7.26 (m, 1H), 7.18-7.15 (m, 2H), 6.99-6.92 (m, 3H), 5.37 (bs, 1H), 40

5.31 (s, 2H), 2.29 (m, 3H).
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1H NMR (DMSO, 300 MHz): & (ppm) = 5.11 (s, 2H), 5.23 (s, 2H), 7.35-7.25 (m, 5H)
, 8.10 (s, 1H).
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TH NMR (DMSO, 300 MHz): & (ppm) = 9.91 (s, 1H), 8.51 (s, 1H), 8.04 (s, 1H), 7.8 20
5-7.80 (m, 2H), 7.50 (d, 1H), 7.40-7.30 (m, 5H), 7.20 (s, 1H), 5.35 (s, 2H), 2.1
7 (s, 3H).
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1H NMR (DMSO, 300 MHz): & (ppm) = 9.00 (s, 1H), 7.75 (d, 2H), 7.56 (d, 2H), 5.2 40
0(sO0O0O00O, 2H).
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1H NMR (DMSO, 300 MHz): & (ppm) = 10.20 (s, 1H), 9.19 (s, 1H), 8.10 (d, 1H), 7. 50
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98 (dxd, 1H), 7.95-7.85 (m, 3H), 7.65 (d, 2H), 7.57 (d, 2H), 7.24 (s, 1H), 2.18

(s, 3H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.95 (s, 1H), 8.51 (s, 1H), 8.06 (d, 1H), 7.8
3 (d, 1H), 7.78 (dxd, 1H), 7.70 (d, 1H), 7.50-7.45 (m, 2H), 7.33 (d, 1H), 7.20 (
s, 1H), 5.45 (s, 2H), 2.17 (s, 3H).
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8.06-8.05 (m, 1H), 7.91 (m, 1H), 7.67-7.50 (
1H), 6.99 (s, 1H), 5.34 (s, 2H), 2.31 (m, 3H
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IH NMR (CDCl5, 300 MHz): & (ppm) = 8.08-8.07 (m, 1H), 7.79 (m, 1H), 7.66 (m, 1H
), 7.61-7.58 (m, 1H), 7.30-7.23 (m, 5H), 7.02 (m, 1H), 6.99 (s, 1H), 5.22 (s, 2H
), 2.37 (s, 3H), 2.31 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 7.71-7.70 (m, 1H), 7.64 (m, 1H), 7.42-7.37 (

m, 2H), 7.23 (m, 1H), 6.97-6.96 (m, 1H), 6.88-6.80 (m, 2H), 6.25 (bs, 1H), 6.01-
6.00 (m, 1H), 5.17 (s, 2H), 2.31 (m, 3H).
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H NMR (CDCl5, 300 MHz): & (ppm) = 8.47 (m, 1H), 7.98-7.97 (m, 1H), 7.73-7.72 (
m, 1H), 7.68-7.64 (m, 1H), 7.42-7.23 (m, 6H), 7.04 (m, 1H), 4.17 (s, 2H), 2.32 (
m, 3H).
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H NMR (CDCl5, 300 MHz): & (ppm) = 7.67-7.66 (m, 1H), 7.64-7.63 (m, 1H), 7.40-7
.22 (m, 6H), 7.16-7.12 (m, 1H), 6.97-6.96 (m, 1H), 6.23 (bs, 1H), 5.99-5.98 (m,

1H), 5.21 (s, 2H), 2.30 (m, 3H).
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H NMR (CDCl;, 300 MHz): & (ppm) = 7.72-7.71 (m, 1H), 7.64-7.63 (m, 1H), 7.44 (

m, 1H), 7.40-7.36 (m, 2H), 7.27-7.22 (m, 2H), 7.07-7.04 (m, 1H), 6.97-6.96 (m, 1
H), 6.25 (bs, 1H), 5.98-5.97 (m, 1H), 5.31 (s, 2H), 2.30 (m, 3H).

Ooooooo
Ooooo
0000000000000 00000O0O0O0O0O0O0O0O0O00O000000000000
0000000000000 000O0O0O0O0O0O0O0O0O0O0O0O0O0O0O0O0o0oooao
000000
0ooooOoo
6
Bi_\/N/@/ )Oﬁi\lN
Cl
ooooOoO
0000000000000 000000000000000000000000000
O0000000O0OmMOOO0OO0O0O0O0O0O0O0O0000000000000O0mgd0mmold
0000000000000 0000000mgdOmmol0 000000000000 O0mg
OO0O0OOmmol0 0000000000000 O0OOO0O0O0O0O0O000000000000
0000000000000 0000000O0O0O000000000000000000
0000000000000 000000O0O0O0O000000000000000000
0000000000000 00000O0O0O0O0O00000O0O00000000000a0
0000000000000 0000000000000000000000mg0O00a0
0000000000000 0000000O0O0O000000000000000000
0000000000000 000000O0O0O0O0O0O00O0O0000000000000
oo

TH NMR (CDCl5, 300 MHz): & (ppm) = 7.97 (d, 1H), 7.96 (s, 1H), 7.83 (s, 1H), 7.
42 (d, 1H), 7.00 (s, 1H), 4.00 (s, 3H), 2.31 (s, 3H).
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TH NMR (CDCls, 300 MHz): & (ppm)
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7.48 (s, 1H), 6.91 (d, 1H), 6.

35 (s, 1H), 6.17 (d, 1H), 3.68 (s, 3H), 2.11 (s, 3H).
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IH NMR (CDCl5, 300 MHz): & (ppm) = 9.87 (s 0 OO0, 1H), 7.90 (d, 2H), 7.70 (d

, 1H); 7.63 (s, 1H), 7.48 (d, 2H), 7.19 (d, 1H), 7.10 (dxd, 1H), 6.88 (s, 1H), 3
.90 (s, 3H), 2.28 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 8.22 (s, 1H), 7.65-7.35 (m, 4H), 4.22 (s O
0oo0, 2H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 9.61 (s 0O OO, 1H), 8.40 (s, 1H), 8.28 (d

, 1H), 7.92 (dxd, 1H), 7.75-7.65 (m, 2H), 7.59 (d, 1H), 7.55-7.40 (m, 2H), 7.30
(d, 1H), 6.99 (s, 1H), 2.30 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 9.25 (s 0O OO, 1H), 7.58 (d, 2H), 7.40-7.
20 (m, 5H), 7.13 (d, 1H), 6.99 (dxd, 1H), 6.85 (s, 1H), 4.14 (s, 2H), 3.84 (s, 3
H), 2.28 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 8.02 (t, 1H), 7.95 (s, 1H), 7.45 (d, 1H), 5.
17 (s, 2H), 4.21 (s 0O OO, 2H), 3.92 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 8.10-8.00 (m, 3H), 7.88 (s, 1H), 7.68 (s, 1H
), 7.60 (dxd, 1H), 7.60-7.45 (m, 2H), 7.30 (d, 1H), 7.12 (s, 1H), 6.99 (s, 1H),
5.32 (s, 2H), 3.93 (s, 3H), 2.31 (s, 3H).
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H NMR (CDCl3, 300 MHz): & (ppm) = 8.08 (d, 1H), 7.83 (s, 1H), 7.65 (s, 1H), 7.

60-7.50 (m, 3H), 7.47 (d, 1H), 7.38 (t, 1H), 7.35-7.15 (m, 3H), 6.98 (s, 1H),
27 (s, 2H), 2.31 (s, 3H), 1.59 (s, 6H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 7.68-7.67 (m, 1H), 7.64-7.63 (m, 1H), 7.39-7

.17 (m, 7H), 6.97-6.96 (m, 1H), 6.

20 (bs, 1H), 5.98-5.97 (m, 1H), 5.20 (s, 2H),

2.30 (m, 3H).
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1H NMR (CDCl5, 300 MHz): & (ppm) = 8.21 (bs, 1H), 7.65 (m, 1H), 7.46 (m, 1H), 7
.19-7.16 (m, 1H), 6.93-6.88 (m, 2H), 6.48 (s, 1H), 3.85 (s, 3H), 2.7 (bs, 1H), 2
.30 (m, 3H), 1.61 (s, 6H).
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1H NMR (CDCl;, 300 MHz): & (ppm) = 7.43 (s, 1H), 7.04 (t, 2H), 5.75 (s, 2H), 3.
95 (s, 3H).
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6.87 (t, 2H), 6.20 (s, 1H),

5.48 (s, 2H), 3.
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.42 (s, 1H), 7.83 (d, 2H), 7.63 (dxd,

.46 (d, 1H), 7.20
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.21 (m, 2H), 7.09-6.98 (m, 4H), 6.
.99-5.98 (m, 1H), 5.17 (s, 2H), 3.
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7.57-7.56 (m, 1H), 7.31-7.30 (m, 1H), 7.27-7

82 (m, 1H), 6.68-6.64 (m, 1H), 6.09 (s, 1H), 5
75 (s, 3H), 2.29-2.28 (m, 3H).
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H NMR (CDCl3, 300 MHz): & (ppm) = 9.46 (s, 1H), 7.37-7.20 (m), 4.48-4.42 (m, 1
H), 3.53-3.45 (m, 1H), 3.22-3.14 (m, 1H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 7.60-7.59 (m, 1H), 7.42-7.41 (m, 1H), 7.36-7
.24 (m, 5H), 7.15-7.12 (m, 1H), 7.05 (m, 1H), 6.88-6.84 (m, 2H), 6.62 (m, 1H), 3
.94 (s, 2H), 3.80 (s, 3H), 2.29-2.28 (m, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 7.57-7.56 (m, 1H), 7.34-7.30 (m, 3H), 7.20-7
.17 (m, 2H), 7.09-7.06 (m, 1H), 6.99-6.98 (m, 1H), 6.82 (m, 1H), 6.68-6.64 (m, 1
H), 6.14 (s, 1H), 5.99-5.98 (m, 1H), 5.17 (s, 2H), 3.74 (s, 3H), 2.29-2.28 (m, 3

H) .
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TH NMR (CDCl5, 300 MHz): & (ppm) = 7.57-7.56 (m, 1H), 7.16-6.98 (m, 6H), 6.82 (
m, 1H), 6.68-6.65 (m, 1H), 6.08 (s, 1H), 5.80 (s, 1H), 5.14 (s, 2H), 3.75 (s, 3H
), 2.29-2.28 (m, 3H), 2.22 (s, 3H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.43 (s, 1H), 8.46 (s, 1H), 7.60 (s, 1H), 7.5
2 (d, 1H), 7.45 (s, 1H), 7.40-7.35 (m, 2H), 7.32 (d, 1H), 7.15 (d, 1H), 7.07 (dx
d, 1H), 6.98 (s, 1H), 5.33 (s, 2H), 3.73 (s, 3H), 2.13 (s, 3H).
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H NMR (DMSO, 300 MHz): & (ppm) = 9.01 (s, 1H), 7.59 (s, 1H), 7.27 (d, 1H), 7.2
0-7.10 (m, 3H), 6.97 (s, 1H), 6.92 (dxd, 1H), 6.45 (s, 1H), 5.62 (s, 2H), 3.74 (
s, 3H), 3,64 (s, 3H), 2.13 (s, 3H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.48 (s, 1H), 7.97 (s, 1H), 7.76 (d, 1H), 7.6
7 (dxd, 1H), 7.60 (d, 1H), 7.39 (d, 1H), 7.23 (dxd, 1H), 7.20-7.15 (m, 2H), 6.98

Oo0oo0oogoooao
Ooo0oo0oogooo

O 0Ooo0oooo
O 0Ooo0oo0ooo

O

Ooo0o0ooood
Ooo0Oo0oogooOo

O 0OoOooog
O Ooo0oooao

O

O

O

Oo0ooOoogoo

O 0Ooooo

O

O

O
O

u
O
g
g
O

O

(76) JP 5378532 B2 2013.12.25

(s, 1H), 3.73 (s, 3H), 2.24 (s, 3H), 2.13 (s, 3H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.45 (s, 1H), 8.41 (s, 1H), 7.59 (s, 1H), 7.5
0 (s, 1H), 7.37 (¢t 00O OO, 2H), 7.15 (d, 1H), 7.08 (d, 1H), 6.98 (s, 1H), 6.74
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(d, 1H), 5.31 (s, 2H), 3.74 (s, 3H), 2.13 (s, 3H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 8.71 (s, 1H), 7.56 (d, 1H), 7.31 (d, 1H), 7.1
40000, 2H), 7.08 (d, 1H), 6.94 (s, 1H), 6.82 (dxd, 1H), 5.70 (s, 1H), 5.
50-5.45 (m, 2H), 3.66 (s, 3H), 2.12 (s, 3H), 1.50 (s, 6H).
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14 NMR (DMSO, 300 MHz): & (ppm) = 9.41 (s, 1H), 8.43 (s, 1H), 7.59 (d, 1H), 7.4
8 (d, 1H), 7.45 (d, 2H), 7.38 (d, 2H), 7.14 (d, 1H), 7.08 (dxd, 1H), 6.97 (s, 1H
). 5.31 (s, 2H), 3.72 (s, 3H), 2.13 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm) = 7.77 (m, 1H), 7.59 (m, 1H), 7.43-7.42 (m, 1H
), 7.25-7.17 (m, 4H), 7.14-7.11 (m, 1H), 6.91-6.87 (m, 1H), 6.84 (m, 1H), 6.76 (
m, 1H), 5.19 (s, 2H), 3.81 (s, 3H), 2.36 (s, 3H), 2.29 (s, 3H).
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TH NMR (CDCl5, 300 MHz): & (ppm)
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= 7.89 (m, 1H), 7.65-7.59 (m, 3H), 7.53-7.51 (
12 (m, 1H), 6.91-6.87 (m, 1H), 6.84 (m, 1H), 6

.70 (m, 1H), 5.30 (s, 2H), 3.79 (s, 3H), 2.30-2.29 (m, 3H).
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H NMR (CDCls, 300 MHz): & (ppm)
m, 1H), 7.42-7.31 (m, 5H), 7.13-7.

0D000D000O0O0O0oO0O0oOoO0% 00
7.79 (m, 1H), 7.59-7.58 (m, 1H), 7.50-7.49 (
10 (m, 1H), 6.87-6.83 (m, 2H), 6.76 (m, 1H), 5

.43 (q, 1H), 3.79 (s, 3H), 2.29 (s, 3H), 1.94 (d, 3H).
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