JP 6889825 B2 2021.6.18

(19) B FEREFT () @i F & B2 (1) s ES
1IETIR60898255
(P6889825)
(45) ¥%17TH <BHIISFE6R 180 (2021.6.18) 24 E8FH <M3FEsA26H (2021.5.26)
(51) Int.Cl. F 1
CO7D 215/40 {2006.01) CO7D 215/40 CSP
A61P 25/28 {2006.01) AB1P 25/28
A6 1P 25/14 {2008, 01) AB1P 25/14
AB1P 25/16  (2006.01) A61P 25/18
AB61P 21/00 {2006.01) AB1P 21/00
ERIEO 5 (£ 25 H) BEREICHKS
CHEEES $5RE2018-562176 (P2018-562176) |[(73) SFEF4EE 518005942
(86) (22) L FEE SEER294E5A 258 (2017. 5. 25) ERIERSE
Eo) ERER 53R 2019-516776 (P2019-5167764) GUANGDONG UNIVERSIT
43 a&RAE SFI1EE6H 200 (2019.6. 20) Y OF TECHNOLOGY
(86) EFEHEEZER  PCT/CN2017/085886 PEEREENTEBEEREARBE 7295
B7) EREFLMES  W02017/202360 No. 729 Dongfengdon
87 EELHA SER294E11 A 308 (2017.11.30) g Road, Yuexiu Dist
EEFERA ERRI0£E11H 260 (2018.11.26) rict Guangzhou, Gua
(B ESEEEEES  201610369550.X ngdong 510062 {CN)
(32) B H SERR2B8EESH 27H (2016.5.27) (74) 1L A 100088063
(33 MESTiEEIRE - i X ITHEE HELT R R
HE (CN) (74) fREA 110001139
S KIS HmE A
(74) fRE A 100130328
#ELT BEF B2
BRAIZHRYS

64 [(RAOEM] HEFL— T/ F /) UHEFRUT OBIENE. MEEHRBOERS I VARBAELTD
v

GHOODODOoO0O
Do0o0o0ao

uono

gboobooooooobobobobooooobobobobooobooboobonb

googo
gooao

10

20



e e e s e e e e [ A

O o0Ooo0oo0oogoan.
Oooo0ogogood

O oo

Ooooooogo

Oooooooo0 oD oo ooo0o oo oDooooooDoooo0ooDooogooao
OO0 o0oDoogdU0ooooodUoooooUUoDooooUUooDooogogogoao
Oo0ooDooo0oooooo0 oD oDooooooDoooooooDooogooao
Ooo0oooooo0oooooo0ooDooooooDoooo0ooDooogooao
Oooooooooooooo0 oo oooooDooooooooogooao

OoooogogogH

oOoooo OO
o0 OoooQgg
Oo0ooooooooooogooQgdg

OoooooogogXe

OooooogoQge =

]

OO0 ooooggoooaogos

Ooooooogs

O
O
O
O
O
O
O

O Oo0gooo
O 0Ooo0oooo
O 0Ooo0oo0ooo
O O o0gooao
O 0Ooo0goooo
O 0Ooo0oooo
O 0Oo0oooao

o0 ood

O Oooo
O Oooo
O 0Oooo
O O oo
O Oooo
O Oooo
O 0Oooo
O Oooo
O Oooo

O
O
O
O
O
O
O
O
O

O
O
O
O
O
O
O
O
O

O Ooogoo

O Ooooo
O 0Ooo0ooo
OO oOgooo
O Ooooo
O 0Oooo
I o

OO ood

O 0Ooooo

Ooo0oo0ooOodg

O 0O oo

Oo0Oood

O 0Ooo0ooo

O o0od

OO ood

O O0Oogoao

Oo0oooogoogs
Ooo0oo0oooodg

O Oooo
O o0Oooo
O 0ooo

O Ooogooo

O 0Ooooo

O 0o oo

]

O
O

O
Ooo0ooooOos

OooOoo0ooood

O 0Oooo

O o0Ooo

O 0Oooo
O 0Oooo
O 0Oooo
O Oooo
O 0Oooo

O O oo

(]

O oOooo

O Oooo

(]

O oOooo

O 0Ooo0ooao
O 0OoOooo
O 0Ooooo
O 0Ooo0ooao
O 0Oo0ooOoao
O Ooooo
O 0Ooooo
O 0Ooo0ooao
O 0OooOooo
O Ooooo
O 0Ooo0ooao
OO oO0ooo
O Ooooo
O 0Ooooo
O 0Oo0ooao
O 0Ooooo
O 0Ooooo
O 0Ooo0ooao
O 0OoO0ooo
O Ooooo
O 0Ooooo
O 0Oo0ooOoao
O Ooooo

O
O
O
O
O
O
O
O
O
O
O
O
O
O
O

O
]
O
O
O
O
O
O
[
O
O
OJ
O
O
O

O o0Ooo

O 0Oooo

O
O
O
O
O
O
O
O

O
O
O
O
O
O

O o0Oooo

O 0Oooo
O 0Ooo
O 0Oooo
O O0ooo
O 0Oooo
O O oo

O o0Ooo

O o0Ooo

(2)

O 0Ooo

O 0Ooo

O 0Oooo

O 0Oooo

O o0Oooo

O 0Oooo

O o0Oooo

O o0Oooo

OJ
O

O
O Oooo

O 0Ooo

O Oooo

O Oooo

O 0Oooo

O o0Ooo

OJ
O
O
O

|

O

O Oooo

O 0Oooo

O o0Oooo

O o0Oooo

JP

O o0Oooo

O o0Oooo

6889825 B2 2021.6.18

|
m]
m]
m]
|
|
]
[
|
]

O 0Oooo
O 0Oooo
O o0Ooo
O OdooOo
O 0Oooo
O 0Oooo
O 0Ooo
O 0Oooo
O 0Oooo
O o0Ooo

O 0Ooooo
O 0Ooo0ooao

O
O
O
O
O
O
O
O
O
O

]
O
]
O
O
O
O
O
O
O

gooobooao

gboboooooboogd
gboobooooobooao
ubooogoaood
goooocooooao

10

20

30

40

50



Oo0oooooooooooogogg

Ooooooo0oooooo0D oo oooUoD oo oDooo0oDoDooogoggoooao

3) JP 6889825 B2 2021.6.18

ao
00
0O
oo
uno
O OO
U g,0o0oboobobao,n
g.,0d0o0.,d ,AOuoudoto-gbobooooboobooboboooooboao
,0oooooo ,0ooooooobocoooobo ., coobo,0b0,00b0O- 00

OooooooQgdg
O Ooo0oo0oooao
OOoo0oooaog
OOoooooao
OOoooooao
O 0O0o0ooooaog
O Ooooooaog
O Ooo0oo0oo0ooao
O Ooo0ooooaog
OOoo0ooooo
OOoo0oo0oooao
O 0O0o0ooooaog
O Ooo0ooooaog
OOoooooao
O Ooo0ooo0ooao
O Oooooaog
O Ooo0ooooao
O Ooo0ooooao
O O0Oooooaog
OOo0ooooao
O0Ooo0oo0ooao
O OoOooo
OoOoo0oooaog
OoOoo0oooo
O0Ooo0oooao
OOoo0oooog
OoOoo0ooooo
OoOoo0oooaog
OoOoo0oooao
O Ooo0oo0oo0ooao
O Ooo0ooooaog
OOoo0ooooaog
OOoo0oo0oooao

a
O
O
a
u
O
g
a

uyboooobouobobobooouobouobaobooaoadoa
ooobOooooboocooooobooooboooooao
ogbo,0o0bo0o,0bo0,00b00000b0000000O0D0O
ug,0obobdooboooooobogo,ogooo,0o,0b00o
ooobOooooboocoooobooooboooooan
gbobooooobooboboboogoboboboboog
ugboboooboobooboboobooobooboboobooao
oooooo ,oooocoooobooooo,.ocooo,b
,0oboooobooboooboboouooboooooobooooobooooDboon
gbooooooobooboao

u
cooooboooooooOoooooboooooobooooobo.,coooOooDoOon
g,0o0boo0,0bo0,00o0o0boo0obo0obo,obo0bobooobobob.,0bo
usoboo,oboo,ob,oboboobooobo ., boboo0cobooboboobooao
,0o0ooooooooboooooo,ocoo0o,0o00, 0000000 ,000
goo,po0oooogoobgobobgobooo , b0, b0b0oboooboo,on
usoooogo,0oooooooboboobooo,0oboo,0b,0boboobooo

Ooooooo0ooooooooooQgdg
OO0 O0Dooo0o40ooooooUogooooogdg
Ooooooo0ooooooooooggg

Ooooooogoogooao
Oooo0oocoogoao
Oooooggg
OooooogogaoQg
I B [ |
OOo0ooogogdg
OooooogogaoQg
OooooogoogaoQg
I B s |
Ooooogogg

oooao

ugoaao

oooao

oooao

goaoaao

oooao

oooao

oooao

oooooood

ooooao
gboooooobobobooooboobobobooboooboboboboboo
ugboooad

ooooon

gboobooooooboobobo

oboooad
ooooooooooboboooobooooboooooobOboooboboooOoobooo
gobooooogoobooboboooooboobobobobooooboboboboo
gbooooooobooboboooobooboboboooboooboobooboboobooao
uybooouoouobobooboooooboobobobooboooboboboboobooo
ooooooooobooooboooooboooooobObooobobooOoobooo
gboooooobobobooooboobobobooboooboboboboboo
gbooboogoooogan

ooooao
gboooooooboobobooooobogoboboboboooboboboboboo
gbooboooooboobobooooboobobooboooooboobooboboobooo
ooooooooooboboooobooooboooooobOboooboboooOoobooo
oooooooooboooobooooobooOooooobOboooboboooOoobooboo
gboooooobobooboooboooobooboboboooboooooboboboboo
uybooouoouobobooboooooboobobobooboooboboboboobooo
ooobooooobooooao

10

20

30

40

50



Oo0oooooooooooogogg
OoooooooooooogoQgg
OO0 o0DoDoogogogogoooogogdg
Oo0oooooogooooogogg
Oo0oooooooooooogoQgdg
Oo0oooooooooooogoogdg

OOoooooooooooooooooogdg

OooOoo0oood

OooooooogogoQgoe
Oooooooooooogooodg

[

O

OO0 oog

OO0 oo oOoooooogoogo

Ooooooooooogs

|

OOoo0ooogod

‘ODOoooooooooogoag

OO

O

O
O OooOooo

O
O
O
OJ
O
O
O
O

O O ogoo

O

O Ooo0oooao
Oo0Ooo0oo0ooao
O Oo0ooogoao

Oo0oooogog4goooogogX

Oooooogs
OooOoo0ooood
OOo0o0oooogd
Ooooogs
OoOoo0oooQgod
OoOoo0ooood
OoOoooogs
Oooooogod
OooOoo0ooood
OOoooogs
OoOoo0oooogod
Oooo0oood
OooOoo0ooooo
OoOoo0oooogd
OoOoo0oooogod
OooOooooOod
OoOoo0ooogd

O Oooo

0O O

O
O 0Ooo0ooo

O 0o oo

I [ o [

R I

O
O Ooooo
O Ooooo
O 0Ooo0ooOoo
O Ooooo

O Oooo

O Oooo

X

O Ooo0oooao
O Ooo0oooao
I o

O 0o oo

O

O O oo

O Ooo0oooao
oOooogooo o

O
O
O
O
O
O
O
O
O
O
O
O
OJ
O
O

O
O
O
O
O
O
O
O
O
O

O 0Ooo0oo0ooao
O Oo0oooao
O Ooooo

O

O 0Ooo0oo0ooao
O 0Oo0oo0oo0oao
O Ooo0oooao
O Ooo0oooao
O 0Ooo0oo0ooao
O Ooogooe

4)

oogd

O

OO o0og

Oooo0oood
OOo0o0oooogd
OoOoo0oooogd
OoOoo0oooogod

O Ooo0oooao
OoOoo0ooo

O

JP

od

O
O

A (1)

O

O
O
O
O

O 0Oo0oooao
O Ooo0oooao
O 0Ooo0oooao
O 0ooo
O Oooo
O Oooo

O

|

oooao

O 0Ooo0ooo
O OoOgoaog
O 0Ooooo
O 0Ooo0ooo
O O oOgoo

O 0O oo
O Oooo
O Oooo
O 0ooo
O Oooo
O Oooo
O 0ooo

OO og

O

O 0Ooo0ooao
O Ooogoog
O 0Ooooo
O 0Ooo0ooo

gboooooao

6889825 B2 2021.6.18

gbooboooogan

gbooooogaon
gboboooogan

10

20

30

40

50



s e s [ Y Iy
OoOooooooooooo oo oooo0ooDoooo0ooDoooQgoood

OO0 oDooo4dooooogogogaog
Oooooo4ogooooogogogoaog
Ooooooo0ooooogQgoao
Ooooooooooooogogoao

O

Ooooooogooooo

O 0Ooo

ey A [y

OO0 o0oogogoog

OoooooogogoQogooo

OO0 OooooOo0o oo oooOo0oUo0ooDoDoogoggogoooo

O

O 0Oo0oooo

OO0 oDoDoooooooooogodg
oo oooooooooooogodg

DO ooooogogoaog

O Oooo
O Oooo
O 0Oooo
O 0O oo
O Oooo

Oooo0oooQgodg

OOoo0oooog
O o0Ooooo

|
m]

O OooOooao

O

O
O
O

O
O
O

O Oooo
O Oooo
O 0Oooo

O

O Oooo

O0Ooo0oooao
O0Oo0oooog
O oOoooo

O
O

O

O O0ooo

O O ogo

O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O

O

O Oooo

OoOoo0oooao
O0Ooo0oo0ooao
O 0Ooooo

O Oooo

O 0ooo
O Oooo
O Oooo
O 0Oooo
O 0O oo
O Oooo
O 0Oooo
O 0Oo o
O Oooo
O Oooo
O 0Oooo
O 0Oooo
O Oooo
O 0Oooo
O 0O oo
O Oooo
O Oooo
O 0Oooo
O Oooo
O Oooo
O 0Oooo
O 0O oo

O
]

O 0Oooo

O

O Oooo

O Ooooo
O 0Ooo0ooo
O O oo

O
O

]

O Oooo

O 0Oooo

O

O O oo

O Ooooo
O Ooooo
O 0O oo

O
O

(]

O Oooo

O 0Oooo

O

O 0ooo

O Ooooo
O Ooooo
O 0O oo

|
O

O

O Oooo

O Oooo

O

O O0ooo

O OoOooo

O
O
O
O
O
O
O

O Ooogo

[
O 0Ooo0ooo
OO oOooog
O OooOooo
O Ooooo
O 0Ooo0ooo
O Ooooo
O Ooooo
O Ooo0ooo
O 0O oo
O 0Oooo
O 0Oooo
O 0Oo0oo
O 0Oooo

O Oooo

O 0Oooo

O

O oOood

O Oooo

O 0Oooo

JP

O O0ooo

6889825 B2 2021.6.18

O 0Oooo
O 0ooo

O Oooo
O
O
O
O
(]

O
O
O
O
O
O
O
O
O
O

O Oooo
O Oooo
O O0ooo
O O oo
O Oooo
O Oooo
O 0Oooo
O Oooo
O 0Oooo
O 0Oooo

O
O
O
O
O
O
O
O
O
O

10

20

30

40

50



Oo0oooooo0ooDooo o ooooogoQgog

OO0 ooOooooo0o0 oo ooo o0 oo ooogoQgooo

(6) JP 6889825 B2 2021.6.18
oo oo ooboobUoobooboan
dodoooooooobobob oo oo ooooooao
oo
ogoooo
goooooouoooooooooooooob oo oo boobooboobooan
dodooooooooobobobo oo oo oooooooooooan
oo ooooooooDoobooboobooboann
goo,0, oo ooboobooboobooaann
dodooooooooobobob oot ooooooao
godooooooooooouoooooooa
goooo
oo oob0ooboobooboobooaan
dodooooooooobob oo oo o000 oooooooooao
gfdooooooooooooooooooooooDooboobooboobooan
gooooooooouoooooooooobo0 oo ooboobooboobooaann
dodooooooooobobobo oo oo oooooooooooan
ooooo
goood
dodooooooooobobob oot ooooooao
dooooooooobobobobobooooood
goooo

Rz Ry R: R: R3 R R: R
R SR protection  Ré R NHR, R‘ R Deprotection R4 xR
Re i Rs NZ Re Ny Rs Ny

X R X Ry X

I-1 12 13 1
goooo
dodooooooooobobobobo oo oo oooooooooad
ooooo
ubooooooboboobooooboobobobooboyb0,0b00obO0obOoboOon
gooooooao
ooooo
oo uoobuoooooooodd
goooo
g Uboboooooboooooboooooooboooobobo0ooboobooboooobood
gooooao
goooo
dodooooooooobobobo oo oo oooooooooooan
gfdooooooobooooooooooooooooDoobooboobooboOoan
oo oo oo boobooboobooan
dodooooooooobobob oot ooooooao
|:|DDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDD|:|
DDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDD
goooooouoooooooooooooob oo oo boobooboobooan
dodoooooooobobob oo oo ooooooooooao
oooo0o0oooDooooboboopO0DUOoODO0oO0DO0ObODO0DO0ODOoOoDO0DUOODOooDOobOOoDbDOobOOoOg
oo oo b oo booboobooan
dooooooooooboboobo oo oo oooooooao
ooooo

10

20

30

40

50



I ey e e e ey e s e e A [ Y Iy
Iy ) R e e e ey e s I Iy
e s e e e e e e ey e e e e e e R [ Y Y Y

OO0 oooooo0o oo oooo0oUooDoDoo4gogogoooao

OO0 oooooooooodg
Oo0oooooooooood

O
O
O

Ooooooogogooooaog
Oooooooooooaoo
Oooooooooooao

oo oooooogogooo
Ooooooooogoogooo

O
O
O
O
O
O
O

O
O
O
O
O
O
O

O Oooo
O oOooo
O 0Oooo
OO oo
O 0Oooo
O 0Oooo
O 0ooo
O Oooo
O 0Oooo
O 0Oooo
O 0Ooo
O oOooo
O 0Oooo
O 0Ooo
O 0Oooo
O 0Oooo
O 0ooo
O Oooo
O 0Oooo
O 0Oooo
OO oo
O 0Oooo
O 0Oooo
O 0Ooo
O Oooo
O Oooo
O 0Oooo
OO oo

O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O

O OooOooao
O Ooooo
O Ooo0ooo
O OoOooo

O
O
O
O
O
O
OJ
O
O
O
O
O
O
OJ
O
O
OJ
O

O
O
O
O
O
O
O
O
O
O

P

ood
oogd

O

]

JP

oo

O
O

O
O

6889825 B2 2021.6.18

O
O
O
O

O
O
O
OJ
O
O
O
O
O
O

aood

O

O

0

goad

O

O
O
O
O
O
O

O

O

goad

O

O

O

10

20

30

40



(8) JP 6889825 B2 2021.6.18

Cl
ol i N
/@\ CH3CHO m HNO3/H;SO, - Fe/AcOH =
—— R e P —i /
12 N HCI / cl N EtOH Cl N
Cl N
Cl NH, NO, NH,
1 2 3
Cl cl Cl
S = rll =
CH5COCI i i =
R NN 502 _ N Sy, o . Cl N
'ProNEY/DCM NAC, Dioxane NAG, 2. NaBH(OAGC), NH, HN
4 5 3. HCI/CH,Cl» J

4. NH,OH TDMQ-5 SN
I

,AOo0ooooboobooooodgd

g, 0obobobdobooboocoouobobobooboooboobaa
O oooao
good
gooad
oooao

Oo0oooogoQgoooao
OoooooQogoooao
OooooogoOoooaoo
Oo0oooogodgogooao
Oo0oooQgooao
OoooooOoooao

OOooooogogdg

O Ooo0oooao
O0Ooo0oooao
Oo0Ooo0oood
OOoo0oooogd
OoOooooogod

O

g,0000

O
g
g
O
g
g
u
O

Oo0ooogogogao
OoooooQgogoao
SO0 0oodgo
OooOooooOoogoao
OoooogoQgogao
OoooooQgogao

, Joooooo,0o0b0 ., 0o0o0o00a0.,0

Oooooooogogoao
OO0 oooogogao
OooooooQgogoo

O 0Ooo0oooao
OO0Oo0oooogd
O0Ooo0oooogod
OOoooood
Oo0Ooo0ooood
O0Ooo0oooogd
OoOooooogod
OoOoo0ooood

O

O Oo0ooogoaog

0

,0o0ooooag,Oo

ooo.,0o00,00

Ooooooogogoao

O
g
a
O
oboooo
a
u
O
a

oooo
o %0
,0o0no
00,0

OOoooooo0oooooooooooogoooao
Oooooooooooooooooogogoooao
OO0 o0oDoogdgUoooDoo4dgUooooogoooao

ugboo,0cobo.,oocoboob.,oooan
ogoo
gboboo,0obo0boboooboboboboooonn
gboboooboooooboobobobobooobobobobobooooooboonn
goooooooobooooooobooboooobooooboooooooboooooao
gooboooooboooooobooboooobooooobooooooboboooooao
gboboboooooobgoboboboboobobobobobooobooboooboonn
ugbdobodoooooobuobobobobooobobuoboboboooooboann
gooooooobooooooboobooooboooobooOoooooobooooooao
0000000000000 D "0 0000000000 ,0000 00068 O
ugo,p0boooobo,cobo,oooboobo,oboo,o0boooog,obooooboaan
,0oo,000000,0000
gboooood
ugbooooo,boboooboooboobobooooboobobao
ugbdoodogooobuobdobobooboooobuobobobobooobouobuobobada
gooobooooooboooooboooooooboooooboocooobooooboOooo
gooooodooobooooooooooboooo,000o0obooo0ooobood
ugboobodooooboobogoboboboooobobobobooboooboobobobaa
oooboooooobooooobooooooboobooooobobooooboboooobooo
gbooboooooogoobgoboboboooobobobobobooooobuobobao
0000000000000 O0O00O0 "0 0000000000 ,0000 000680
ocoooo,.ooooooo ,0oo,0oooboo ,oo0b,0co00oo0oboOo,00O0bO0O00
,0oo,0o0o0ooooo ., oobo,.0000 oo,0000
gbooooao
ugbooboooo,pooocoboobobo,boboboobooobobobobooonn
goooboooooobooooooooooobooooobobooooboboooobooo

10

30

40

50



Oo0oooooooooooogogg

9) JP 6889825 B2 2021.6.18

ubooboooobooboobobooo ,boboo0ooboooooboboboboooobooobao
oooooOooooobobooooboooobooooooobobooobooboooooobooo
oooooooooboooobooooobooOooooobOboooboboooOoobooboo
gboooooobobooboobooobooboboboobooooboboboboboo
0000000000000 O0O00O0DOO0OD0OOoOO0O0 "0 0000000000 ,n
oo oobos oo ,0ooooobo oo ,0oboobo,0D0b0,00000
,Joooooo ,bo0b ., obobob,0bo0,0b0b0ob0o,bO0bDO
oboooad
oooooooo ,0oocoobobooooo,.0o0co0o0obobOboc0oobOobOobooOoobooo
gobooooogooboobobooooobooboboboboooobooboboboboog
gbooooooobooboboooobooboboboooboooboobooboboobooao
uyboouoouobouobobooboooobouobobobooooobouoboboboaobooo
oooooooooboooobooooobooOooooobOboooboboooOoobooboo
gboooooobobobooooboobobobooboooboboboboboo
"0 pDo0D0DO000O0O0DO0OD0,.0000 0008 DO0DODODO,0DO0,000000
,0oooooo ,0oooc ,0ooooo ,oooboooo 000, 0ooobocoo,0bO0,O
oooo.,.obogoo
oboooad
ooo,0oco0o0oo0oobooocoobobooooooboooo,0boco0ooboboooOoobooboo
ooooooogoao
gbooboooobooboobobooooooboboboboobo,0bobooooboobDo
ugboooobog,goooobouoboboboooooooboboboboooboobaa
oooooooooboooobooooobooooobobbooobo,0b0O0oo0obooboo
gboooooobobobooooboobobobooboooboboboboboo
ubooouo,ob0o0obobooboooboobobobooobooobooboboboobooao
oooooOoooooobooboooobooooboooooooOoooobobooOoobooo
gboooooooboobobooooobogoboboboboooboboboboboo
gbooooooobooboboooobooboboboooboooboobooboboobooao
oooooOooooobobooooboooobooooooobobooobooboooooobooo
oooooooooboooobooooobooOooooobOboooboboooOoobooboo
gboooooobobobooooboobobobooboooboboboboboo
ugbooouobooboboobooooboobobobooobooobuoboboboobooo
oogod
ooboood
uobooooboobobao
ooooao

Ooooooo0oooooooooooogdg

10

20

30



ooo
ooo

(10) JP 6889825 B2 2021.6.18

Cl

Cl N

10
NH, HN
e
T
20
OooOod
oooooooooo 9o Oooo0ooOO0oobOoo.,0b00 Ooo0osdODOODODOO

,Joogoooo,0o0b ,oboboboob ., oboobooboo,bo0b,0boboobo.,obo,b

Oooo0oo0oogoood

0

Oooooogogogoooao
Ooooooooogogoo

uno

ugodoo ., oo ,0cobobo,bob,obobob ,obobooboo,bob,d
gooo,.0oo,0ooco0oo ,0o0co0o0ooboooc,0oobo,00o0o0oobooO,.000a0
goo

ubodob oobodob obobobooooobobobob obooboooobooobao
goooo o,0o0oo0c ., 00booco0oooo,.0c0o0boooboo0ooo.,.0o0000a0
,2 Joogoooooo,0o0bo0obooobgobobob obobo bob oo O
ugboboobooooob oo bob obob oboboboboobobo ooobao 30
goooo oo oboo ooobooooTboOo-0ob0b0 0o 0obOoOo o,o0,0
goo"ooo-0bo0 oo oboboooo,0 OO0OODOO O,000,000000
go,0o0,0o0o0oooo*-0bo,0o0bo0boo0obooob0 oooooboobaa
ugbooouoobooboboooobuobo bobob 0o ooo bob obado

goooooo,0oocooobobooooboo,oo0bobocooooao

Ooo0oooogdg
Oooo0ooodg
OOoo0oooogdg
OoOoo0oooogdg
Ooo0o0oooogodg
OooOoo0ooood

gbobooobooooobobobdoboooboobooboboboobooao
ogoao

gbobooobooboooan 40
ugboboboooboboobooboooad



1)

JP 6889825 B2 2021.6.18

10

20

30

40

F CHycHO  F = Fe/AcOH B = Boc,0 F =
\Q\NHZ 12 N HCI N EtOH N 1,4-dioxane N7
NO, NO, NH, P NHBoc
6 7 8
F X N " > ) b
Se0, 2 1. H NN N® 1. TFA N
1,4-dioxane N™ "CHO 2, NaBH(QAc)3 NHBoc HN 2. NH,OH NH, HN
NHBoc
9 10 \I\\I TDMI(:!-9~~..’T|
oooooao
oo oobuooboobooooooa
goodoooooooooodobooobooboob0oobooboobooooood
"0 oo0oO0oO0oO0oO0o0oO0O0,0000 0D0dO0O0OLODOD,0O0O0O0O0O0OO0,000,0
goooodoo ,0oooooL ,oooobo ;oo ,oooOoooLUo ,ooo0oUoo ,ooooo,
I s I I I I I I A A B A B O
oooooao
gododooooooooobooobooboobooooOoa
o000 oo b0 oo b oo b oo oo oOoooOood
"0 gooO0oO0O0O0oO0O0O0,0000 D0sdO0OODODDDOD,0O0O0O0OOO,0DO,O
goooo ., 0oo00ddg oo ,0ooooob ., o000 ,oooooL,ooo,
goooooo ,0oo0o0oo0 ,0o0oobL oo ,0bbooOboob ., D00 ,00000
o,000n0
oooooao
gododoooodobooooooooobooboobooboobooan
oo oboob oo oo b oo bbb ooboooog
gooooobobooiboibo o000 oooDooDooDoobooDoobooOoo
goddooooooooooooooobooobooob0oobooboboboDooooon
o000 oo b0 oo b oo b oo oo oOoooOood
oooo "0 0000000000 ,0000 0080000 DOOD,0O0O0,0O0D0O0O
o, poooooo0 , 000 ,00o0o0o0o0 0000000 oo ,00o0oO0o0o0,0d
goooo ,0ooo ,0oo0ooob ,Dooobo,;0oOoooLo ,0Uo0,0o0oUoooo,go
o, 00o0ouoo,goooad
oooooao
goddooodooooooooobooboobooooooooooooao
g0 oob oo oo b oo b oo ooboooOood
"0 oooO0oO0oO0oO0oO0O0O0,0000 D00 OOODDODODOD,0O,0ODDODOO,O
oo, 0oooo0o0 oo L, 0oL ,oooooo ,ooooooo,ooo,d
gooog ,0o0ooo0oo oo ,oooLoobLb oo o ,0oooo,ooo,o
goooo.,0oo0od
oooooao
godo, 000000 o0obo0oo0ob0oob0oob0oooo0ooUUo0ooOoDUoooDooooOoao
gooouoooooooad
gooooooooboboo oo Uoo , oo UoooooOooOoaa
gododoodooodoo ., 0o0f0o0b0oo0b0oob0oob00oo0oo0oo0Uoo0ooOoUoooDooooOoao
gooobooodooobooooooooooobooooobooooob,00o0boo0od
goodooooooooooobooobooboobooboobooboooooodd
uoooboooo,bO0o0o0oo0oo0oobooocooooboobooooboooooboboooobooo
goddodooodoooooooooobooobooobDooboob oo boooooOoon



(12) JP 6889825 B2 2021.6.18

gbooooooobooboboooobooboboboooboooboobooboboobooao
oooooOooooobobooooboooobooooooobobooobooboooooobooo
oooooooooboooobooooobooOooooobOboooboboooOoobooboo
oo "0 0DO00D0DO0ODO0ODO0OO0,0000 0008 DODDOD,0O0D,.0O0000
,Jooooooo ., obo ,oobobo,boboboob ., obo,0obobo,bd

,0oo,000000,0000

ooooao

oooooODoooooboooooooo
oooooOoooobOooooooOoboooooboon

g

O

O

g

u

coooo,ooo ,0coooo L, 0oooo ,ooooo,ooo ,00coooo,ooo,
gooooo ,ooooooo ,0o0p0, 000000 ,0000000,000,0000
ugo,0boo,0o0o0o0b0a.,00040

oooooo
gobotbo,pobobooooobogobobotboooobooboboboooboobobob
gbooooogan
ugbdoodogooobuobdobobooboooobuobobobobooobouobuobobada
gooobooooooboooooboooooooboooooboocooobooooboOooo
gboobooooooobgobobobooooboboboboobooooboobobobao
ugboobodooooboobogoboboboooobobobobooboooboobobobaa
oooboooooobooooobooooooboobooooobobooooboboooobooo
gbooboooooogoobgoboboboooobobobobobooooobuobobao
0000000000000 0000000D00000O000O0oDo0o00 "0 0oo0oa0
cooooo ,0o0o0o0 oosdoOOODOD ,DO0O0DO0O0O0O0,0D0O0,000000,00
goooo,ooo ,00co0oooo ,oooooo ,oboooo ,0bo L, 0o0oobooog,
usoboooo ,0obooo 0ot ,0boboooo L, oo ,b0bo0ooobo,0o00,On
ugooodogo ., obo ,oobobo,bobobob,obo,bobobOo,0obOobaa
O

g

a

O

g

Oooo0ooao
cl Cl Cl Cl
cl CHscHO  Cl X FelAcoH © = Boc,0 ¢ ™
NH, 12 N HCI NZ EtOH Nig 1,4-dioxane N®
NO, NO, NH, reflux NHBoc
1 12 13
cl cl
. cl | cl R cl N
N
850 N 1. HQN/\/ N N/ 1. TFA -
2 2 T — N
1,4-dioxane N™ "CHO 2. NaBH(OAc), NHBoc HN 2. NH4OH NH; HN
NHBoc j
14 15 N TOMG10 ™y
I |

oooooo
0000000000000 000D0000000O0ooooan
0000000000000 00000000000000000000000000a0
ooo "0 oooao O

g, 000000,00 g

oooooao

0000000000000 000D0000DO00o0ooDoOoan

0000000000000 0000D0000D00000000o0Do0o0o0ooooooan

O
0
ooo0 "0 0000000000 ,0000 008dO0DOODOD,0O0,0000000
0
0

gobooboo,0bob0o osO0ooOoOO0oOo,0oo0o0ooobD,od
., Jogoodoobo ., gbobooooo,bob ., oboboobo.,.oboab

O Oooo

, oo, 0oooooob ., 0o0ooooo ,oob,0ooooboo,0ooooboooo,obo,Oo
ooooo,0oo0o,0o0o0o0oboobo.,.000a0



Ooooo
OooDo0oooooao
oooo0oooooao
DO oooooo
,0ooooao,o
oo,000,00
00O

oooooooao
oooooooao
"0 ooooo
,00o0,000000

OO0 oooooogooQgg

I I Iy

Oo0ooDooo0ooooDooo0 oo ooo4ooooDooogooao

(13) JP 6889825 B2 2021.6.18

oooooooooboooooboooooan
ooobOooooboocooooobooooboooooao
o,.0ooo oos oo ,ooo ,0oooog,
ocoo,.0oco,0ooocoo ,0bo0ocoooo,oo00o,b
g.,0000

O oOoooo
O 0Ooo0ooao
O Ooooo

ubooboooboboboboboooboobooboboooan

oooooOooooooooooboobooooboooobooo
ooooo.,.0oooobD ocosODODOODOOOD,0O0O0,0D00000
,Joooooo,bo0b ., oboboob ., obo,0obobao,n

gooog.,goog,oooooo.,oo00d
Oooooano
o000, 000000000000 00000000000000000000000
gooooooogooogao
0000000000000 o oo oo o oo ooooooooooooboaoao
Ooo0o0 "0 000ooooao ooo,0000 oDoosd OO ,0o0Oo ,000O
oo, 000, 0o0o0ooo,0o0o0oooo., o000, 000000 ,0000000,0
o, 0o0oooo ., 0oo0,0oo0ooo ,0o0o0ooo0o ,00o0,0o0o0o00b00O0,00a0
ooo,000,000000,000,000000,0000
gooogao
oo, 00000000000t ootooooobooooooooonodan
Ooooooooooo
gogoooogoogoogooygoobouogog ooy by oDy oo o
gooooooooood
OooQoQoano
Jgo0o0o0oooogooogao
gooogao

Cl

Cl
AN
/
N
NH, HN
~
N

ooogodg

gboobooobooooonn
,0o0ooooo.,o0o0n

00 "0 0000000000 ,0000 ODO08&000000
,0ooooo ., pooooooo ., 000, 0obocoo,o0ob,Oo

10

20

30

40

50



(14) JP 6889825 B2 2021.6.18

unoboo,0obo ,0o0obobo,0o0b,obobob L, obobobo,0ob 000
oo,0oocoooo,.ocoo,0boboco0oo0o.,0000

ooooao

oobooog oobooo ooboooobo oob boobobooobooboboboboo
ugboooooooooboboooob b,bob,obo0oboboOoob,boo0f
ocooo,oco0ooooocoo,.boco0o0oooboooo0o,0b0boo0co0ooboboObooooobo o
oo bob ob oooooboboboboDbD bo boDb ODOobD OooboOoobo
uooboooo oo oobooboooodo o0 obo boboboobooDbhOo-00
oo ooo o,0ooc,0o0o0o0oo0oo"™wWoOo-000 OO0 ODboboobooo, 0 0o
o o,0oo,0ooooooo*-0ob L, oo, 00000000 ,00000O0
oo oboboobooob bob obooboobooobooboboboboono oobooao
u ub obdo oob oooobouobo,cobooboboaoboobooob,booof

O

gbobdoobooooooobobobdooooobooboboboboooo
goo

ooooooooooogd
goooOoooooboooooboobooao

cl _CH,CHO Ci _FelACOH _ cl _CHcoCl
Q T 12NHCl " EOH ’PerEUCHZCIZ m
NOZ NH2 NHAC

Oooooo4o0ooooooooooogQgog

Ooo0oooQogogoao
OOo0o0ooogoQgogao
OoOoooogogogao
Ooo0oooQgogoao
OooOoo0oooOodg

" | Cl N
N
o~ —_—
1,4-dioxane N” "CHO 2 NaBH(OAC); NH, HN
NHAc 3. HCIICH,Cl, j
19 4, NH,OH TDMQ-12 ~

oooo
0oDo0Do0O0oo0oooon
000000 o0o0oo0Oon
0 "0 ooooooao
,0o0oooo,0o0o0a0
o0.,0o0o0Do0o000,0
Ooooo

000000 o0o0ooon
00000000000
0 "0 ooooooo
,00oooo,0ooao
oo,0o0o0ooo0o,0
o000
000000000000 0000000000000o0oooooao
00000000000 000000000000000000000000000
0 "0 0000000000 ,0000 0008 O0O0ODOOO,000,00000
g,000,000000,0000000,000,000000,000,000000,0
gooooo,00,0,000000,000,000000,0000

oooooao

000000000000 D0D0000D0000D0000Do0oo00onoooooaDo

ooooooog
obooooogd
ug,0ooo od
o,000,000
,0ooooo,d

oboooooobobobo
goooo,boooooo,d
,0o0ooooo,0o00,00

O Ooogoo
O 0Ooogoo
O O ogoog
O oo oo
O 0Ooo0gooo

ooooooooooao

oooooOooooboooooboooooooooao
o,.0o0oo0o0O ooos oo ,ooooooo,d
o.,.000, 0000000
od

,0ooooooog,

,auouoooodoa,0ooo,of
o,000000,00000

OO0 oDoooooooooogogo-g
oo oooooooooooogogoQg
O Ooooo
O oOoooo

10

20

30

40

50



Ooooogogooao
Ooooooogoogooao

I I [y
OOoo0oo0oogano

O Ooo0ooooaog
O Ooo0ooooao
OO o0Oooao

OOoooooo0ooooooooooogogoaoQg

Ooooooooooooogogogogoao

uo

oboood

ooooooooao

goo

goo

00000000000 DOO0ODODOO
"0 oooooao
,0oo0oooo,0o00,000000,0000
O, 000,000000,0000000,0
,0o00,0000000D0,000,000
,0oo0o0ooo,0oo,000000,0

(15)

O 0Ooo0oo0ooad
O 0Oo0Oo0ood

oooooooooooooonn
oooboooooobOooooooooooan

JP 6889825 B2 2021.6.18

oooooboooooboooboooooboooobooOooobooboooboooooao
0O "0 0000000000 ,0000 0008 DO0ODODD,0D0O0,0000
,ooo,0ooooo,0ooo ,0co0ooo L, 0oooooo,oboo,0o0o0oooo,
ooo,0o0oo0,0o0oooogo ,0oo0,0o0o0oobooo,oo0oao

,0odoboooooboooooobooooobooocoooboooooboooo

gboobooobooooonn
oo.,.0000 OOd8 O
g,0o00., 0000000
., Jooooooo,oo
ug,0oogbodogb.,goi
O

oboood
ooooano
,0oogno
o.,0o0n0
u.,odno

_CHiCHO
12 N HCI

Q5

=
Se0,

o
1,4-dioxane Cl N
NHAc

23

Nog

1. HZN/\/N\

FefAcOH
EtOH

I
cl

CHO 2.

NaBH(OAc)3

24

.

CH,COCI i

m 'PFQNEUCHQCQ CI/@\/ND‘\
NH2

" 1. HCIICH,Cl,
NHAc

X
P
_— 7. a N

HN_ 2. NH4OH NH, HN

NN TDMQ-13 \NJ

ooooaog
0000000 o0o0ooon
0000000 0oo0ooOoO
0o "0 ooooooao
,00oooo,00000
0, 0000000,00
oooo

000000 o0ooon
0o0o0DO0O0o0o0o0ooon
0 "0 ooooooao
,0o0oooo,0ooao
oooooo,0o00,0
Ooooo

Ooo00O0oooooon
000000 o0o0oo0on
0 "0 ooooooao
,00oooo,0ooao
oo,0o0o0Doooao,O
oooo

000000 o0oooOon
Oo0o0D0O0oooooon

O oOoooo

O Ooooo
O Ooooo

O
O

O

goooooood
gboooobooao
uabo.,oo0oo o
og,0o00,000
,0ooooo,d

O 0Ooo0ooo
I B W B

ooooood
gooood
,0o00o00 O
,0o00,00
ugo,0000

O oOoooo
O oOoooao
O 0Oooo
O Oooo

gboobooaobodaanb
oooobooogao
,0o04ogo O0og
g
O

O 0Oooo

,000.,000
,0oooooao,

gooooooonob
uboobooooobod

od
gboobooooooobobobao
ugobooo,booocoobog,gd
,0o0ooooo.,0o00,000

I B R |

ooooao
gbooon
,0od,d

ooooooooao
,Jooooaoao,o
ugbooodoa,ooo,

O o OO
O 0Oooo

gbooooonoad
oooobOooooooooao
goooo.,bo0boooog,d
,ao0o0oooa.,000.,00
,0o0o0oooo.,0000

O 0O o OO
O 0Ooooo

O
O

gbobooooboobao
uboooobooboobabad

O
O

10

20

30

40

50



(16)

JP 6889825 B2 2021.6.18

ooo "0 o0oO0oO0oO0OUO0O0OO0O,0000 D008 OODOO0OO0OOD,0D00,0000
go, 00000000, 0O ,bOoo0o0ooL0boL0 ,o0oo0oog oo L,0oobooo,od
goooo ., 000 ,co0oooo,0o0o0o0o0b0b0 ., 000 ,0o0ooooo,oobn
oooooad
gooo ., oo oboob oo obo0 oo bOuooobo0ooobooao
Ooo0ooooooooooao
goddooooooodoooooooooobooob0ooboob oo boDooooOoon
ooo0o "0 0O0oO0oo0O000O0O0OO0,0000 DOoOosdOO0OOODO,0O0O0O0OO00,
I I T T o A 1 v I O N O O 0 A O N B A B AR B A
gooooo ,0o0o0o0o0oo0 , 000 ,000000 ,0b00, 000000 ,0000000 10
, Joo,0pooo0do ,0ou0oo0ob0uooo , o000 ,0b0ooboo.,0oo0oao
ogooooad
oo, 000000 ooooboboboO bbb bbb oo oooooOooad
ooooooooad
gooooooooooooodoooobooobooboobooboobooooood
ooooO0oO0oO0oO0oO0oO0oO0ooOoOoooooooo0 "0 00O0DO0oO0DOoOoOoOoOOo,0000 O
o0 0O00OOODO , 0000000 ,000,000000,00 ODOOOO,000,00
godoo ,ooo0odoo0 oo ,0o0Uoo0oL0Uo L, oo obo, oL ,po0o0ooOood
ug,0ood ,0oooooob L, 0oL 00000 ,bOboDoUoUoo 0O ,0o0o0ooao,d
ogooooo ., 000 o000 o ,0bob0, 000000 .,0o0oaa 20
oooooad
gooooooooouooouooooao
Oo0oooooooooboboboboboooooooooad
oooooad
aC CHsCHO FsC Fe/AcOH CHycOCl FsC x
\@NHE 12N HCI m EtOH m'PrZNEUCHZC!;_ NZ
NO, N02 NHz NHAc
27
e hLFaC e FaC N 30
Se0, ‘: 1 HNTTS N 1. HCIICH,Cl, N?
1,4-dioxane N™ "CHO 2. NaBH(OAc)s NHAc HN_ 2 NH4OH NH, HN
NHAc J
28 29 \I\ll TDMQ-16 \T
gooooad
goodoooouooooobuooboobooboooooooooao
0o0ooooobooboib o000 oooooDoboDooDoboooooOoan
ooo "0 ooOoOooOUO0O0OO,0000 DOSdOODODOO,00OD,0O00000
, Joooooo ,0oo0b0 ,0o0o0o0oo0 ., 000,000 ob0o,0o0boooo,oo0nd.,d 40

ooQ,0000
ooogo

OoDoooooo
Oooooood
0O %0 o0oooao
,0ooooo,o

O Oooo

oooao
goooooboao
gboocooaooaoaao

OooooooogQgoo
OooooooogoQgoo

ooooooooobooooan
ooobooooobooooao
ocooDoDoO,0000 OO0O6O
o,00o0000.,00000¢0

gbobooog,ooo0,boooob.,ooonf

oboobooooooobobao
oboobooooooobooboad

O Oooo

a
g

oooao
ooooboOocoooooooao
ocoooo,.0oobooo,o
,0oo,000000.,000,

g

oboooooobobobo

gboooobooboobabad 50



g
O
O
g
u
O
g
a
O
g
g
u
O
g
u
O
g
g
O
O
g
u
O
g
a
O
g
0
O
O
0

O Oo0oo0ooooaog

O

17 JP 6889825 B2 2021.6.18

0O "0 00DO0O0DO0O0D0DO0ODOO0,0000 DOO0&dO0DODDOO,0D00,000000

,0oo,0ooooo ,0co0ooooo ,oobo,0co0oooo,oo0o,0o0o0oo0oo,o

O
O

O

Oooo0ooo oo o oo oD oooooooogoogao

cooo,0o0o0,0o0o0oco0oo,0bo0b0 ., 000000, 00000
googn
gbouoouobobobooboouoboboboboboooobooboboboobooon

gbooooooboobobooooboboboboboooooboboboboon
0O "0 00000000 D0OO0,0000 DOO0&dO0DODDOOD,O0O00,0000
,Joo,0oooooc ., 0ooo ,0oco0ooo ., 0oooooo,oboo,0o0o0oooo,
gobo,0o0b,0obobob ., 00 ,0b0bo0bo0o,b0b0O
oo
.2 Jbubodagbdobooouoouobuobobobooboooouobouobaobooboooand
ooobooooobooooao
obobooooobobobobooooboobobobobooooobobobao
"0 oDOoo0Do0O00O0D0O0O0,0000 0008 DODOOD,0O0D0,0000
,Joo,0oooooc ., 0ooooocoo , oo, oooooo ,oboo,00o0ooo,
oo ,0ob,0oooobob oo ,0o0oobo,0ooboobobL,oobo,O
ug,00 ooooo.,ooo,0o0o0o0oo,00b0,00000¢0.,0000
oo
,Jdooboooobooooooboooooooocooooboooooboobooo
obooooooogan
ubobooooobobobobooobooboboboboooobobobaa
000000000000 0DO0DO0OD0DO0 "0 0000000000 ,0000 O
ooboo,.0obooooo ,bob ,0boboobo,0booboooo, 000,000
., oo, 0ooooo,0oo ., 0ooooboob ., obo,0cooooao,b0ob,o
go,0oocoooobo ., 000 ,0oocooooo,oo0bo,0co0o0o0oboo0,. 00000
,Oo0o0, 000000 ,0000
good
oooooboooooooooooan
ooooboooooobooooobooooooaon

OoOoo0oo0odgao
OooOoo0Oo0ogao

Oooooogdg

Ooooogooogoao

Ooo0o0oao
cl
CH3CHO _HNOg/H,80;4 _FelAcOH _ =
-~
12 N HCI EtoH Cl N
No2 NH;
3
Cl
| =
CH3C00| Seo2 1. HzN\/"\/N cl N/
DCMFPI’gNEt Dloxane 2 NaBH({OAc); NH, HN
3. HCIICH,CI, I\)
4 4. NH,OH ~N
TDMQ-19
oooOooao
oo, 00doooooooooooooooooooooooooooooogoan
goooooooooan
goooo0ooooooooooooooooooooooooooooobooooodan
000000 O0oUoooo "0 ooUoooO0OOoO0O0OO0O,0 OODOoOosOoUoOooOoOo,
gooooo ,0oo0o ,oo0oooo0 L, 000 ,0o0oooo ,ooooooo,oo0o0o,d
oooo ., 000, 0o0o00obco0,0oo0o0oo0b0 ., 000, 000000 ,0000000

10

20

30

40



., oo, 0ooooo,0o0o ., 0o0oocoogoooboao,.0ooad

ey s e e ey e sy ) [y

(18)

JP 6889825 B2 2021.6.18

OOoo0ooood

OooOoo0ooo0od

O0oo0ooao
O00oo0ooooooooooooan
gooooooooooooooooooonOooa
ooooao
cl cl (N
CH,CHO m HNO4/H,SO, FeClyTBHP -
ICI’©\NH2 2ZNHC N mom 140°C  Cl v, Nig |
1 30
cl
| X
HN AN (P~ _FelAcOH
AcOHMeOH NO | Sl
3 j TDMQ-20 j
|
Oooon
go00ooo0o0ooo0ooo0ooooooooooooooood
oo ooboooooooboooooooooooOoooDooDoDooboDooUao
ooob,o0o0o0oobocooboboocOooboobooooobooooobooooooon
godooo0oooO0ooooooo0oboo0ooooooooooooooooooonoano
godoooooobooooooobooooooooooooooooooboooOonUao
oo oooooobooob oo ooooooooooooDoooDooUao
Oooooooooooooooooobooooboooboob0oooooooooao
0000000000000 0000000Do0ooooooooooooo "0 0
goooooo ., 0000 bbobs ODODODODODO,00O00000O0,000,000000
oooooo ., 000 ,00o0o0o0o0 ., 000, 0o0o0o0o00oo0,0b0o0o0b0o,00000
,2Joo, 000000 ., 0o0o0o0ocotoo ., ooo.,0o0o00boo0,0coo0o0oooao,d
oo
Oo0oooo
goO0o*0oo0o, 00000 boco0of0boo0o0obooo0ooo0oobooooooobooooboooooao
oo0ooooooooao
oo oooooooooooobo ,gooouooooooooooooogoad
goooooooooooooooooooobooob oo oooooooooao
god0ooo0ooob0ooooooobooooooooooooooooooooonoano
utobooooooboboobooooobob b0, 00b00ob00obo,0b0y 00
Ooooooooooooooooooboooooob0ooobooooooooooao
godooo0oooO0ooooooo0oboo0ooooooooooooooooooonoano
0000000000000 0O00oU0ooooooooouooooo "0 oooo
oooo ,0oo0o0o0 ooos ODOOOOO,00O0O0O0O00O0,000,0000000,0
,Jooooo ,0o0o0o0oob ., 000, 000000 ,0000000,000,000
oo, 0o0o0o0oooo ,00b0 ,0o0o0o0o0oo0 ., 0oo0o0o0o0ooL,000,000000,0
poooo,goo,000o0o0o0d,o0n0oao
Oo0oo0oon
ogo0o*0oo0o, 00000000 boo0o0oo0oooo0ooooooooboooobooooodan
goooooooooooboodd
godoooooooboooooo0ooooooooooooob0oobooboobooan
OoooDoo0o0o "0 0000000000 ,O0O000 O000sd000000,000
ooo, 000, 00000 bo ,0o0o0 ., 0o0o0o0oo0,0o0o00o0o0o0 ., 000 ,0000

10

20

30

40



(19)

ugoboo, oo ,0o0bobobooooo,0o00 000

JP 6889825 B2 2021.6.18

gboo,0o0boobooo,.oba

,0o0oooo.,oooocooo,.0oco0,0boboocoo,0b00

oooooao
gbooboooooboobobobooonn
ugbooboooooboobobobooobooboaobaoann
oooooao

e CH;CHO FaC = FeCly/K,S,0g L .
NH, 12NHCI N" DMA, 110 °C N"
NO, NO, NO,
25 32
| FsC X FsC s
HNTS \(;(ij SnCl,®2H,0/HCI qjj
KoCOa/dioxane NO, HN] EtOH, 50 °C NH,
33 \T TDMQ-22 \Tj
DooooQ
000000000000 00000000000000000000
0000000000000 000000000000000000000000000
000, 000000000000000D000D00,0,0,000000000000
0000000000000 0000O000O00D0O00D0O00NOO0ONOOoONOoOonOon
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 0O000O000O0O0DOO0DOO0DNOOONOOoONOOoOnOn
000000000000000000000 0 0000000000 ,0000 O
0d00000000OODOODOOOD,0DO0,000000,000,000000,00
ooooo,0ODO0,0000O00OO0,000O00D0OO0CQ0,000000,000,00000
0o, 0J000000C0,000,000000,00000000,0000
000000
0000 000,00000000000000000000000000000000
0000000000 OO0O0O
0000000000000 000000000000000000000000000,
00,0000000000000000000,00000000000000000¢0
0000000000000 0000O00D0O00D0DO00D0O0ODNOO00OOoONOOoOnOn
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000N0O00onoOn
0000000000000 0O000O000O00D0OO00ONOoONOOoOONOooOnO 20 0
000000000 ,0000 0O0&dO00D0OSOOODODOD,0OD,0O0O0O00O0,O0
oooooo,0O00,000000,000,000000,0000000,000,00
oooo,0Jo0DOooO0DOo,000,000000,0000000,000,0000000,,
0000000 ,0J00,000000,0000000,000,000000,0000
000000
0000 000,00000000000000000000000000000000
0000000000000 0O0O0O0OO
0000000000000 000000000000000000000000000

10

20

40

50



Dg
oo
oo
oo
oo
oo
,0o0oa0o

,0o0oooo,o0o
ooooag

,0o00o,

OOo0ooooo
OOoo0ooooo

OO 0OoOooogos

O Ooooooaog
OoOoo0oooao
OoOooooog
O0Ooo0oooao

OO0 oooogogdg
OO0 o ooooogogog

ugbodaao

OO0 oooogogooooogod
OO0 oooooooooodg
Oo0oooooooooood
OO0 oo oogogogooooogodg
Oooooooooooogodg
Oooooooooooodg
Oo0oooooooooood
OO0 oooooggogoooao
OoooooT oo oooao
Oooooooogooooao
OO0 ooDoooggoooao
Ooooooogogogoooao
Oooooooooooao
OooooooooOogoOoooao
Ooooooogogogoooao
Ooooooogogooooao
Oooooooogoooao
OO0 ooDooog=® Ooooao

O0Ooo0oooogd
OoOoo0oooogod
OooOooOooogox=
OO0o0oo0oooogod
OoOoo0oooogod
R B
OoO0Ooo0Ooood
OO0Ooo0oooogod
OOoo0oooogod
OoOoo0ooood
OOoo0oooogd

e e e e ) e ey Iy
OO0 oooOT oo oo oo o o0 oo oo oOo o0 oo ooogoogooo
OoOoo0oooogod

e e e e s e e ) e e Y Y
Oo0ooDT oo ooooo4o0ooDoo*®T 0o oooogogogooao
e e s e ey Ay
oo oooOooo0 oo ooo o0 oo ooo oo oooogoQgoo

O Ooo0ooooaoo
O Oogoooo-g

O

O Ooo0ooooaog
OoOoo0oooaog
OOoo0ooooao
O O0Oo0ooooaog
O Ooooooaog
OOoooooao

O
u,0o0.,o

,0oo,0000
gbooog.,0obo

uo

(20)

O
O
O
O
O
O

O
O
O
O
O
O

ooo
ooo
oood
oood
ooo
ooo

OoOoo0oooaog
R B
O0Oo0oooog
OOoo0oooaog
OOoooooaog

,a0o0ooooao,o
goooo,b0ooo0.,d

oo,0ooocooo,

gboodaodado

O 0Ooo0oooao
O 0Oo0oo0oo0oao
O Ooo0oooao
O Ooo0oooo
Oo0o0ooox=

ugoaao

Ooooooogogooooao
OoooooT= oo oooao
OO0 ooDoooggoooao
OO0 ooooogogogoooao
Oooooooogoooao
Ooooooooogoooao
OoT OoOo0ooogogogoooao
Oo0ooooogogogogoooao
Oooooooooooao
OO0 ooDoooggoooao
Ooooooogoggogoooao
Oooooooooooao
OooooooogooOoooao
OO0 oooooggogoooao

O Ooo0oooao
O Ooo0oooao
O 0Ooo0oooao
O 0Oo0Oooao
O Ooo0oooao
O Ooo0oooao
O 0Ooo0oo0oo0oao
O Ooo0oooao
OOoo0oooo
O 0Ooo0oo0ooao
O O0Oo0oooo
O Ooo0oooao
O Ooo0oooao
O 0Oo0oo0oo0oao
O Ooo0ooogoao
O Ooo0oooao
O 0Ooo0oo0oo0oao

uono

JP 6889825 B2 2021.6.18

Oooo0ooogoogogoao

L+ Cu” === Cu-L, with Kypppcu-13=

gboooaog

0
O
O
O
O
O

ooooo
ooooao
ooooao
ooooo
ooooao
o0 oo

OO0
OO
o0
OO0
OO
OO

,0oogooo,o

ugboboooo.,.obod,

g
O
O
g
u
O
O

OOoo0ooooao

ogo,0o0o0ooo,o

{Cu-1]
[Cu] {L]

[CU-L(:}

oo oooooogogooo
OoooT o0 ooogooao

[Cu} {L¢]

10

20

30

40



Kappicu-11 = Kapp [cu-Le)

(1)

JP 6889825 B2 2021.6.18

L)

-
=3

[Cu~L]

L]

b

Cu-L]

Ogdoooodad
oooogodd
gooooogooooooggobogogoogoUooooDU oDy oo ogo oo
godooodoooDooooodoooDoooooDooo o oo oo oDoooooooano
g0 oo b by D0 —opoDo0Uoooooo
gooooogoooobooggbgogoogoogpobUoogoDU oo —ooog
o000 —0oOo00—000ooooooooooooooooogao
gdooogad
Jooo0oDooooooooogodd
godooDo0do0oooDo0oooDo0oooDooogooDooo oo ooDooooDoDoooooooano
godoooooooooooooooogoodg
gooogad
3 -
{Zn-L]
L+ e L with & v 1= — 2
e ° wrepp [dn-L] . -
{Zn}{l}
oooogodd
gooooogooooooggobogogoogoUooooDU oDy oo ogo oo
godooodoooDooooodoooDoooooDooo o oo oo oDoooooooano
oo oo b oo b b oo oD oo oao
JgooooogooodbooggbuogooooogpobUogoDUo oo oo oogoo oo
godooodoooDo0do- dooooogoooooooodooDoooooooooooano
godooodoooooooggao
oooogodd
)
L+ Z8% o wZnl wih K {Zn-i]
i R 3t S W — —
_— = YO Shapp [Fn-1 ] : e
Zn}il}
ogoodoooogad
oo o b oo oD oo oDoogoog

oooano

od

O o0Oooo

O 0Ooo0ooo

10

20

30

40



(22)

JP 6889825 B2 2021.6.18

B Fba LogKe¢,2" LogKg, %t

TDMQ—5 9. 8 A 2

TDMQ—9 10. 2 4. 7

TDMQ—10 9. 7 4. 5

TDMQ—1 2 10. 2 . F

TDMQ—1 3 10. 4 4. 6

TDMQ—16 10. O 4. 5

TDMQ—1 9 10, 2 s ()

TDMQ—20 16. 5 4, 2

TDME— 2 & 18. 1 1
000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0D00000, ,°°00000000000000000000000000000
5,29 000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 O00O0000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D0000000000000000000000
OooooO
0000000000000 000000000000000000RO0O0000000
0000000000000 00000000000000000000000
OoooOoO
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 0000000000000ADCOODDOODOODOOOD
AODDDDODODODOODODOOODDOOODDOO0OODO0O0O0O000000000000
0000000000000 000pO00000000000000RO- 000000
Oy 0000000000000 000000p000000000000000000
00p00D0D00Op00000000000000000000p 0000000000
0000000000000 00000
OoDoo0O0O
0000000000000 000000000000000000000p 00000
0000000000000 00000000B0-0000000p0000000
0000000000000 O00000000000000000B0- 0000000
0000000000000 00O0000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000OpO00000000000000000000000
0000000000000 00O000000000000R0- 0000000000
0000000000000 0000000000000000p000p000p 00
0Op000D0p00000000000000000000000000000000
00000000 0OADCOOODOOOODOOOOOACOODOODOODOODOODOODOOOD
0000000000000 000000000000000000000000000

10

20

30

40

50



goooooooooao
OopO-o0cOO0O0O0zx0O
0o0ooDooooooao
O
oooooad
0oDo0oDooDooooao
goOooooooooao
ooooooooooooooon
oooao
0.7 —7ToMmMas |
. - — TDMQ5+Cu 1
064 i - - - TDMQS+Cu+EDDA
. —-=CwEDDA |
% "l
8
&
¥e)
©
3
<
200 250 300 350 400 450 500
wavelength(nm)
Ooooao
9
] Qs Q10 205 2Q10

H,0, (M) _

"
)

“cv..,
» cunBQsAse [}
4

°
2

cuas '

4
n

o

Cu

CuQ10 Asc [T, ot ¥8  wae.
cuaio [
cu20s |§

cunBQioAse [& 1N
°
&
Cu AB 205 Asc o
4
°
2
cu2010Ase [ R
4
"
Cu AB 2Q10 Asc }E g

<
®
-
=
s
o
=
o
=
3

cuza1o | 2

3

(23)

oooooDooooobDooooooo
ooooooooobooooooon
ocoopOOO0OO0OO0OOOOOODOD

OpoO0OOOO0OO0OO0OOOOOODOD
oooooDo0oooobDooooooo

o+ O

O

JP 6889825 B2 2021.6.18

ooooobDoooooao
ooooooooooao
oooooOoooooao

oooooOoooooao
oooooDoooooao



(24) JP 6889825 B2 2021.6.18

gboooooooan

(51)Int.CI.
oooo
oooo
oooo
oooo
oooo

(74000

od
25/02 (2006.01) oogg  25/02 oooo gooog
43/00 (2006.01) oogdO  43/00 goooo goood
3/00 (2006.01) gooo 3/00 gooo gooog
39/04 (2006.01) oooo  39/04 oooo oooog
31/4706  (2006.01) OoO00 314706 0O0O0O0O ooood

100130672
obooboboooa

(73) 0000 520346826

(74000

(72000

(72000

(72000

(72000

(72000

(72000

(72000

(72000

(72000

(72000

(72000

goo

oobooooboooboooboooboobooooboooooooon
gobobobobobobobobobobobobobobobOobOobobobobobo
vbabdbobobobobobobabobobobobobobobobobobaba
oobooooooobbooooooboobooooboooboooobooobooooooobooaon
gooobooog

100088063

oooooooao

od

gboboboboobobobooboboboooo

aod

ooboooooooboboooboooboooooon

god

ubobdobobooboboooboobobooao

ooo

goobobobobobobobobobobooo

aod

gbobdboboobobobooboaboobaoao

goo

gbobobobooboboboobooboboooo

g

ooboooobooobooooboooboooooooo

b abDOOVv

ubobdobobooboboooboobobooao

oooooooo
gboboboboboboboboboboboboboboboboboboboboboon
gbobooboboboboboboboboboboboboboobooboono
uoaodod
oobooooooobboooooobooboooobooobooooboooboooooobooaon
gbobobobobobobooboobobooooooboooooooooooo
uboaobooboood
oobooooooobbooooooboobooooboooboooobooobooooooobooan
gbobobobobobobobobobobobOobobobobobobo

oooogo

(G6) 0000 DOOOoOoOoOoooopoooooOooooooooooogooo

gbobooboooobooooooooooooooooooood
ooooooboooboooobooboooooobooan



(25) JP 6889825 B2 2021.6.18

(58)000000(Int.cl.0000)
0000
00000000000000000000



	biblio-graphic-data
	claims
	description
	drawings
	overflow

