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K% -GkE) B OHh % #
= o\ 3} % @+
¥l REE & 41589 75

i

FgsoaE BT 3 H24H
FARGOEMN  FEHRAF EafllFHK
FALARAISE 5 55 1 HEH
L wXEE  URFYITXILAF FOFREREKICET WA

HXELEZA8 o s #H
% 7 PHERE-BR m o # HA At s o= b L]

8
x
3
B}
S
8
o

I

NEBIZERNDRERR4 DL I LIRVEELZMUATH Y, 20BEIEELEIEEL XY
LAY REY VA, R7LFFFE2FERL, #D 3 LE 5L phosphodiester &E&IZL > TIE
KEEIEN TV 5 polymer TH 5,

Wils % {LFNIZ 5T 5 5iElE, internucleotidic linkage M) Y BEDRBOFEIZ L -T2
DHEIZTIT 5N S, BEbinternucleotidic linkage M) v EEEEAREE L T W BHER D phosphodieste
HE, ) VEBEEN S »DORBETHEHEL /2 bW 3 phosphotriester i TH %, Phosphodiester
7 T2 internucleotidic linkage OV VEEEABREEL TV 57280, RIBOEREIIFVWIRGICHEE
LT s 40 vEREOREIRGIZES T2, XX Z7LAF FREAEEVET SIZVWEH
FILky, RICOPREBHFELS 252 HWEZON, WREMFT EHIZFKEROX 7 LA F FEH
WhEIThIEZ S v, XERMODEEY, 1 4 >~ % # cellulose column chromatography iZ& - T
ThazdhiEzod, sHIREH2EL, KBE27BET 51213 1M#TH %, —77 phosphotriester
HTIE, }iﬁﬁllﬁgﬁff BEFIZVTAER LN BRRETH Y, HEEY silica gel column chroma-
tography 12X > TITI Z & TE, FHREMICKEZ BT 2 2 L A RETH 5, XaRIEICEIL,
BMOFTFTHELT3 B30T 5ANIEEE 1 >FoMIET stepwise EE, 1/EIZ nucleotide block
2HEET 5 block EBIZHITBRZ LD TE S, Stepwise FETIXERY & HEHE 1 base unit DFEWVT
HBHDOT, EEMOEBIRIEL 4T L 5BEEEE 25, —F block BRETIE—EIZHD
2D block ZEMT 5 LA TESDTRIKE LTEBITET 5HMIIEHWT &, Ho%Em &K
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DHEELER L B 5, % 2T oligonucleotide MDA 1213 phosphotriester %% FVy, block &K
BTN RBOFETH B £, ) v BEORBELIIOVTHRIFL, E. coli tRNAY""(Fig.1)
D5 FKEED 1~ 5%FHDpentanucleotide(I), 6 ~10F H ? pentanucleotide( [ ), 11~20FH D
decanucleotide (1), 3’ FKIEMD hexanucleotide (V) K U'Z DD » 0 analog DEREZIT - 720

E. coli tRNA “{e’

3,
A
c
s |C
A
C| |A|— G
Gl Ic
C| G
G| ¢
G| C
g A
ce ccU A
A
GUCGG.
C ryC
G m71G
U aA
C G
G C
G C
G C
Cm A
U A
C, U
Fig. 1

#®—& Triester Hfi{A% FH\ 5% trinucleoside diphosphate &K

Internucleotidic linkage ') VEEEDOFHEREIIFBLRIT SN TV A, ZhiTMOFEHERL (5 -
IKEEEE, 27 -/kEEE, BEHEIHOT I/ H) L0FREVLALSEITLTNIELES BV, Triester type O
B-cyanoethyl Bl pHID 7 Y E=27KY THEBIIRFINBZZ L1124,  internucleotidic
linkage M) v EEOEHEE L L T f-cyanoethyl & Hw Fig. 2 1287412 280 trimer D&
MuEiT->7%. 1LSYUEMN)E (2)%#EAAIL L T2,4,6-triisopropylbenyenesulfonyl chloride
(TPSCI) #FHW#EAL, XKW TPSCl & f-cyanoethanol Tinternucleotidic linkage @ ') ¥
Rek (R L, BRI, silica gel column THEEL, (3)246%NDINHETH/, KRIT 2. THED(4)
H50F L2UED6)%(3)& TPSCl THia L, BIR#K, DEAE cellulose columm T4#EL, (5)
FENNEFNFN27.24 YDOPRETHE-, %, ZOFF internucleotidic linkage A EIRF S N /-Ap-
Up b2 iITeApUpldith a2 o/

FEE 3K VEEE AT oligoribonucleotide D AKX

Triester ##IZ4& 5 block & %4T I 121337 - v EEED Hblock AWML ZITHIEL S5 %V, ftb
DRBRELEDFENED I, S5O E 5 EHEMIER S unit & LT 37-Y VEEEL PSS M
isoumyl nitrite” THRFET & 3 anilido HTIRET 2 Z & 2 MFTL 72, Fig. 31TRTHIZ, 57-%K
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U A B=22 U A B2
OBz | OBz 1) TPSCI OBz OBz
mmTv0 O P-O" .  LOBz  2) TPSCI 0-P-0_-OB:
OH HOCH,CH,CN OCE
3
(1) (3) eAOB
1) z 0 TPSCI
mmTrO O_IT_O_’
6) OH
2) NH,/MeOH
3) NH,/MeOM
A U A e A U A
OH_, -OH, |-OH oH |[oH |oH
/O //O 0 0
4 Y/, /
HO_[OFO [OPO -OH HO_FOPO_FOPO | OH
0" 0 o~ 0
(5) Fig. 2 (7)

42 % monomethoxytrityl, amino % acyl %, 2 -/KEEZ HBEIZE > CHET % So-nitro-
benzyl ZTHR#EL 7= (8a-c)’ % 1.14E® dianilido-phosphorochloridate” & Kin L, 80%ELE:
WERfh (10a-c) % ZhZho3, 98, RUOINETEE, (8d)° OPAI, ) v Hltld 3/ -KEE
DB E5F, base HIZLEEIBZE AUV, NMR L ORMEE N/, LA L base B2 A
dianilidophosphoryl  Zi3 @1 A% E TOO%EEMIMBIZ L > TR Z LA TE S, (8d) & 2.4
W& dianilidophosphorochloridate® FIWVRIG L, 80%BEEELIET%, silica gel column (k1
SEEL, (10d) %67%DUIRETE,

B B B
mmTrO (0] mmTrO 0] H* HO 0
HO ONB POCKNHg), O ONB O ONB
¢NH—%=O ¢NH-%=0
NH¢ NH¢
B B
(8) a U (9) (10) a U
b bzC b bzC
¢ bzA c  bzA
d ibG d  ibG

Fig. 3
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3'FKIED ) B A dianilido ETIREL /- dimer, trimer DERKIIFig. 4 2R THIZIT 5 720
Bl (1la, b) % 1.3~ L.5Y%E®D ( a, b,d) EDCCTHAL,KIZTPSCI & B-cyanoethanol
W (12 a-¢) # AL 7=, (12a) X silica gel columr |2k BBEEL , UNHE8YTHS, 2D
MEIIEEZ S S0V ML LIz METZENDTE 3 dimer THY, isoamyl nitrite 4L
BIZE->TEEBMIZWI2 S/~ X (14a, b) 12 (12b, ¢) #silica gel column THrBk, 80%FEr:
LEL, 2hEhd2, 46%DNETH, K1) (14b) & TPSCl 2#E4AI L L THWERTRIE
T3 L5342 (14b) 1IEEL L 7=, XKW TPSCI & B-cyanoethanol % Hl1Z internucleotidic
linkage D) VEEDR#ELIT-7=, LA L TLC ET (16a) Dspot XIFEALELSNT, B{EH
L C#X5% & main product |3 3 KD guanine base A modify & /- tetramer Th -7,
- (13) & (14b) DFFEEDFMEEAME L 27, TPSCI 2 VT 4CHERTIT ) &, KK

guanosine Dbase A modify &3 DHIFLA KRB NGS5, L»L B-cyanoethyl {t
RSEAITIT) T L3 T & T80%EEERLER M, (15b, 16b) MR L 1 & L TYLEAT% T t etramer %75
7o

N (1) a N,=bzC
OBz b N,=ibG
0 P//OO' N N
mmTrG 1 1) DCC OBz OBz NB
OH
+ 2) TPSCl. mmTrO OPO OP(NH¢)2 HO OPO OP(NH¢)
HOCH,CH,CN OCE OCE O
Vv (12) b v N N
(10) a N,=U a zC N
OBZ b Nz sz b le sz (14) a 1bG bZC
Ho[TOP(NH¢), ¢ N;=bhzA ¢ ibG  ibG b ibG ibG
0 d N,=ibG bzC U
) OBz ONB
+0 20
mmTvO OPO OP 0
OCE OH
(13)
(13) bzC U  ibG  ibG ibG  ibG
TPSCI OBz FONB OBz ONB B OB ONB
+01 ~+0
M offo oﬁo OPO OP( MH¢),RO OPO OPO OPO OP(NHg):
(14b) OCE O OCE (0] OCE OCE OCE O
(15) a R=mmTr (16) a R=mmTr
b R=H b R=H
Fig. 4

Ak

% 3 Phosphotriester {%i2 & % decanucleotide D& HK
Internucleotidic linkage M) YEEED{R#EE L L TH-cyancethyl i3 7 DEEMICHEL H 5
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78, 2'BRIZT VAL NEER{f#EE S LT p-chlorophenyl " 2 W5 Z & ##ETL,
oligonucleotide AHKIZ# T % key intermediate & L C_f8® nucleotide (20),(21) #AWKL
7z B0% p-chlorophenyl- phosphoroichloridate®” (17) & anilire & ) & L /= p-chlorophenyl
N-phenylphosphoro amido chloridate” (18) % H\» (8a-d) &KL, 80%EEEEMLFEH% (20a-d)
% silica gel column THEEL, 65~85%DUINETHE 2, X5 MIZ1 D8 %M |F7 internal unit
LT (2la-d) 12 (19) % isoamyl nitrite MHETEZLI2L->THESLN 32 (8a-d) % p-chlo-
rophenylphosphate® ¥ DCC #HWw 3 -IKEEEE ) VAL L 88% —96% D INETE /-, ZhbE
Fi\v» decanucleotide DA% 1T - 7=,

(éld> & (10d), (21b) & (20a) &3 \id (21d) & (20b) %, #EEAl & LT mesitylenesulfonyl
triazolide (MST)" %MV IEL, silica gel column T/YHER:, (22), (23), (24) Odimer
A2 NFN85, 84, T5%DEIETIE., X (24) % (2le) LHEAL trimer (25) #63%TCi&7%,
(23) @ isoamyl nitrite SLEIZ &> TERENZHE NS (26) & (22) & MVblock B RIT-7
Fr, 62%0D % T tetramer (27) %%/, KiZ (25) O isoamyl nitrite LIRIZ k- CEEMIZHG
505 (28) & (27) % MST THif- L heptamer (29) #38%DINE Tz, (29) % 3 L&D (28)
EHEE LFERIIIRAL /- decamer (30) #AML, BIR#HK 7M urea # &L DEAE cellulose
column (CI"ZY) 12k 5p@EL, (31) 2%/, I D decamer (X K. coli tRNAT® 57 Kig &
N11~20% H 12345 ¥ % sequence TdH 5,

. O
Cl,P-0<4-Cl Cl-P“’—O@Cl
0]
0 0
(17) (18)
B NO, B g B
O-CH;@ _On//BOzl 0 \]:OnPOZl
MeOTrO _FOH ~MeOTr0 [ OP-OPhCI HO-J[ OF-OPhCI

-O

NHPh
(8) B \HO-P-OPhCI (19) NHPh

a= U (") isoamyl nitrite (20) B
b =bzC DCC a= U
c =bzA B b =bzC
d=ibG FOnBzl ¢ =bzA
MeOTrO~OP-OPhKCI d =ibG
t

(21) a= U

b =bzC

¢ =bzA

d =1bG

Fig.5
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ibG

ONB
//O -
mmTrO Oll:’-O

OPhCI
(21d)

ibG

ol

10d

N
ONB
20 _
mmTrO Oll:’—O
OPhKCI

N;=bzC
N,=ibG

(21b)

MST
(21C) + (24) ——>
mmTrO

l isoamyl nitrite

bzC

ONB ONB
20 20

OPO Oll:’O_
i

OPhCl OPhKCI

(26)

mmTrO

Fig. 6

isoamyl
nitrite

(25)
'MMTr

AB2 GlBu CBZ

ONB ONB ONB
MMTrO

OPO OPO OPO

OPhCI OPhC1 OPhCI
(28)

ABZ

ONB
MMTrO

GlBu

IONB

CHZ Auz

‘jONBrONB

OPO OPO

0 B
+ N
HO OP—NH Ph

(201) N.=
(20b) N,=bzC

Wit

opoyopo opo
OPhC10OPhCI OPhCIOPhCI OPhCIOPKC! O

ONB
+0 2)
OP(NHPh)

0
)

N,

) MST
HO\L)PO OP(NHPh

OPhCl O
(22)
N
RO OPO\I
OPhCI" OPHCI

ONB
N,=bzC, N,=U, R=mmTr

N,=ibG, N,=bzC, R=H
bzC

bzA ibG
ONB ONB
20
OIIDO OPO
OPhCI OPhCl
(25)
bzC U
ONB

MST ONB

(H* OP-NHPh
OPhCl
U (23)

(24)

ONB
OP NHPh

ibG
ONB

70 20 20
OPO OPO _+OPO_}OP(NHPh),
HO | i 1 ]

OPhCl OPhCl OPhCl O
(27)

ibG

ONB ONB

bzA ibG

ONB ONB ONB
o OPo OPO opo-
OPhCI OPKCI OPCI
(28)

(27)

1) MST 2) H*

ABZ GnBu cuz Cuz

ONB ONB ONB ONB ONB ONB
OPO OPO OPO OPO OPO OP NI-IPh

OPKCI OPhClOPhClOPhCI()PhCl OPhCl NH Ph
(29)

U Gmu Glsu

CBZ

Hoss]

el
ONB

GlBu

\LON

OP-NHPh

CBZ U Gﬂiu
ONB ONB ONB [FONB

OPO opo oﬁg OPO

l’h( ]()Ph(J OPhLI NHPh
1) isoomyl’ nitrite 3) H*
2) C. NH,OH 4) hy
Fig.7
N ApGpCpApGpCpCpUpGpGp
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EUE E. coli tRNAY® m 3/, 5/% KU fragment DA

E. coli tRNAY® @ 3/ %KD hexamer (CAACCA) & 5 Kk ) 1 ~5FHD pentamer (CG
CGG), 6 ~10%H? pentamer (GGs'UGG) DEMEFE=ZF L AkD HiEIZ L VIT 570 XHur itz

IZE-TRRENATRNA ligase' 1¥, HIERNA ARIAIAE ATV 3" (8). Donor 5¥&

AAAAAC 4+ ,UUUUUU = AAAAAC . UUUUUU
acceptor donor

Fig. 8

LTiE, 5/ Kz vEBEAEHOZLAVETHY, self-polymerization, self- cyclization'” %
EDRIRIBER Sz, 3 AEMS 2O HETHRETIMNEN DS, 22T3',5'DEBLLLC
) v EsE A 1E - 72 oligonucleotide DERIZDWTHRRETL 7=,

i) E. coli tRNAY® o 3’ &K D hexanucleotide®d & X

3’ # O hexanucleotide (CAACCA,) DAL Fig. 9I12/RTHI2iT >/, Trimer(34) #

(MeOTr)bzA(nBzl) (MeOTr)sz(nle)p

(21C) - (20C) -
1) MST (MeOTr)bzC(nBzl)p bzA(nBzl)p(NHPh),
11) H* (21b) - (10C)
bzA(nBzl)p bzA(nBzl)p (NHPh)
il il 1) M
(21b) (32) 7% R

bzA(nBzl)pbzA(nBz1)p(NHPh)

MST (21b) T (33) 79%

(MeOTr)sz(nle)EbzA(nle)szl)B(NHPh) 1) MST
isoamyl nitrite

(MeOTr)sz(nBz])pbzA(nlepbzA(nle)p sz(nle)psz(n& 1)pbzA(nBz])p(NHPh) .
(35) (36) ) 73%

!
( TPSNI

(MeOTr)bz(( nle)pbzA nle)pbzA nle)psz(nle)psz(nle) A(nBzl)p(NHPh),
(37) 88%

Fig. 9 1_J=p-chlorophenyl phosphate

isoamyl nitrite BRIk > TERBMIZIB SN S (35)2(36)% 2, 4, 6- triisopropylbenzene-
sulfonyl 4 -nitroimidazolide (TPSNI)'’ T#5& L hexamer (37) %87, X 5’ {8l cytosine
base & base pair %#JRK T 2112 modify L 7= hexamer (CGACCA) DAL FIFEIZITF - 7oK1z
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(37) % 80%BEEEEB L (38) £ L, ZHh % dianilidophosphorochloridate T 5’ -7kEE% ") » &
ftL, silica gel column T (39) %57l L, BifR#H%.CAACCA: (40)% 7M urea %% #» DEAE

cellulose column THEEL 70

CH: Auz ABZ B2 CBI B2 CBZ ABZ ABZ CBZ CBZ ABZ

ONB}ONB}ONBFONB}ONBFONB ~ 80%AcOH ONBrONBrONBFONB ONB|ONB
P 0| ,0| , p, +,0 ———> -0l ,0| -0} -0} » +0
MMTTO. OPO OPO OPO OPO OPO OP NH¢ OPO OPO OPO OPO OPO OP NH¢
O¢CIO¢C]O¢C10¢CIO¢C] NH¢

04Cl04C104C104CI04CI NH¢
(37) (38)

O CBI ABZ Auz CBZ BBU ABZ

|
- - BloNB|ONB}ONB
Q-EN CI-P(NHg¢), 0 OItIB OI\/IB N Jop/z I Iol: B
#NH- PO 0POJOPO PO OPOJOPOFOP-NH$
gNH 04CI04CI04CI04CI04C] NHg
(39)
1) isoamyl- 3) hy
nitrite

2) c.NH,OH

pCpApApCpCpAp
(40)

Fig. 10

i) E. coli tRNAT®" ) 5’584 pentanucleotide MDA
E. coli tRNAY® 57 i Dpentanucleotide(CGCGG) & 3’ Kl O adenine base & base pair # ¥

RS 5 812 modify L 7= pentanucleotide (VGCGG) % Fig. I1LZRTAHICHA L, BifRE, (44),

(46) #DEAE cellulose column 124k 0 5pBEL 7=,

E.coli tRNAT® @ 5 %Kik ¥ 6 ~10%& H D pentanucleotide (GGs*'UGG) M &I, 4 -thiouridine
A7 BT, BUHEIIREE"Y Th B0, GGCGG L N ikiFHitkE” #HvCeytidine %
4 -thiouridine 2% % 4 H##EIZ& V1T~ 72, Xdianilidophosphorochloridate 12k %Y v &b,
guanime base 124 ) VEE(LAHEZ D, KIGD control PN L < &5, #2C Fig.12 1ZmL &

route T (50) &KL 2,
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GiBu CBZ GtBu Gﬂiu
ONB ONB ONB ONB
A 0 0 0]
MMTrO OP-0O~ HO fOP-MH¢ MMTrOOP-0O- HO.fOP-NH¢
I i I '
(21d) LO¢C1 (21b) |0¢Cl (21d)&¢01 (IOd)JNHqS
( 2.69 mmol) ( 1.94 mmol) ( 1.27 mmol) ( 0.98 mmol)
1) MST 3) isoamyl- 1) MST 3) H*
2) Silica-gel nitrite 2) Silica-gel
Gluu CBZ Gw Giuu
ONB ONB ONB ONB
MMTrO OPO OP O' HO OPO OP NH¢
04C1 04CI 04C NHg
(41) 6 mmol)709 5)
| (1.36 mmol)70% | (0.76 mmol)78%
( 0.83 mmol) ( 0.55 mmol)
1) TPSNI 3) H*
2) Silicc gel
U J:ONB\[ONB\[ONB\J:ONB C*
-ONB ONB
r’l‘io HOLOPOFOPOLHOPOFOP-NH j e
MMTrO<\-OP-0" 04Cl 04CI O¢Cl NH¢ MMTrOOP-0
(21a) | 04Cl (42) (O.B?Smmol) | O¢Cl
T (21b
( 0.10 mmol) ( 0.05 mmol) ( 0.10 mmol) )
TPSNI TPSNI
U Gluu CBZ i CBZ GiBu CBZ GlBu Gi Bu
ONB FONB |ONB ONB ONB ONB }FONB ”ONB\I:ONBIONB
4 /O //O -0
MMTrO OPO OPO -OPO OPO P—NH¢MMTrO OPO OPO rOPO fOPO.FOP-NH¢
! |
O¢Cl O¢C] 0¢Cl O¢Cl NH¢ 0¢Cl O¢Cl O¢Cl O¢Cl NH¢
(43) ( 0.03 mmol) 60%
1) isoamyl nitrite 3) H 1) isoamyl nitrite| 3) H*
2) c¢.NH,OH 4) hy 2) c.NH,OH 4) hy
Up Gp Cp Gp Gp Cp Gp Cp Gp Gp
(44) (46)
Fig. 11
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Gy G s O Gipu

ONB 1) Ac,/Pyridine [FONB 1) CIP(NHg), o [ONB
_— n
MMTrOOH  2) 80%AcOH HOJFOAc 2) 80%AcOH ¢NH-PO[-OAc

949% (47) gNH  (48)
GiBu O Gluu
[}
1) IN. NaOH 0 ONB C1¢0P(OH), o [ONB
—_— I —— I 20
2) Pyridininium ¢NH" PO OH DCC ¢NH-PO 01?—0
i

Dowex 50 ¢NH ¢NH 0¢Cl
1% (49) 99% (50)

Fig.12

(50) & (42) #TPSNI #HwWw T#4E&L,(51) #silica gel column THBEL 7%, Biffg#L,
(52) % DEAE cellulose column T4 BL -, (52) # stainless cylinder W, #{xF{LAEL
30C, 1406:RIRG L (53) & 157,

Glﬁu GiBu Bz Gisu GiBu

TPSNI ONB ONB ONB ONB ONB
(50) + (42) 4
¢#NH PO OPO OPO OPO OP-NH¢

¢NH O¢Cl 0¢Cl O¢C] 0¢Cl NH¢

1) isoamyl-nitrite | 3) hv (51)
2) ¢.NH,OH

pG pG pC pG pG p

62

pGpGps‘UpGpGp
(53)

Fig.13
5 i

1) B-cyanoethyl {§2# 12 & % phosphotriester {12 & - T di-. trinucleotide # AWML, ZDA

MM R L 7,
3) 345 vEHE% dianilido ZETHREL 2 4 FE D nucleotide # AL /2o Z ML fragment D
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3'KIBIZHVWSLE R, 3712 VEEREAES /- fragment DERIZBEETH 3,

3) p-chlorophenyl ¥/ anilido 2TV v BE %52 12{F# L /- nucleotide &, p-chlorophenyl
HTY VEBEOBEEY 1 >E#L /- nucleotide ZAWL 2o ZTh 51F oligonucleotide DAEK
CEELHHETH 5,

4) ko 2), 3) #HWV, E.coli tRNAT® @ fragment DEK % 1TV, IWMAEDAT, KRD
sequence THxED decanucleotide (AGCAGCCUGG:) # 8L 7= X5 ' KMEn1~5%
B 2 # D pentanucleotide (CGCGGe, UGCGG:) 2 A L 2o FIZ 3/ RKMD 2 FD hexanucle-
otide (CGACCAy, CAACCA) %A L 72,

5) RNA ligase KpiZH W Tdonor & U TEEL 5/ KMIZY v BE% % - /- hexanucleotide
()CAACCA;) & pentanucleotide( {GGCGG;) # A L 720

6) E. coli tRRNAY® 'Kk 6 ~10%H D sequence Th %, minor base ¥ FA
pentanucleotide (;GGs*'UGGs) % &AM L 720

5 FSC#k

1) S. K. Iube, K. A. Marcker, B. F. C. Clark and S. Cory, Nature, 218, 232 (1968).

) E. Ohtsuka, M. W. Moon and H. G. Khorana, J. Am. Chem. Soc. , 87, 360 (1965).

) E. Ohtuuka, K. Murao, M. Ubasawa and M. Ikehara, J. Am. Chem. Soc., 91, 1537 (1969).

) a) E. Ohtsuka, S. Tanaka and M. Ikehara, Nucleic Acids Res., 1, 1351 (1974).

b) E. Ohtsuka, S. Tanaka and M. Ikehara, Chem. Pharm. Bull., 25, - 949 (1977).
5) Houben-Wey 1 : Methoden der Organischen Chemie Bd. 12/2 p445 .
6) E. Ohtsuka, S. Tanaka and M. Ikehara, Synthesis, 453 (1977).
7) N. Katagiri, K. Itakura and S. A. Narang, J. Am. Chem. Soc., 97, 7332 (1975).
8) G. R. Owen, C. B. Reese, C. J. Ransom, J. H. van Boom and J. D. H. Herscheid,
Synthesis, 704 (1974).

9) E. Ohtsuka, T. Tanaka, T. Wakabayashi, Y. Taniyama and M. Ikehara, J. C. S. Chem.
Comm., 824 (1978).

10) R. Silber, V. G. Malathi and J. Hurwitz, Proc. Natl. Acad. Sci. USA. 69, 3009
(1972).

11) G. C. Walker, O. C. Uhlenbeck, E. Bedows and R. I. Gumport, Proc. Natl. Acad. Soi.
USA., 72, 122 (1975).

12) G. Kaufmann, T. Klein and U. Z. Littauer, FEBS Lett., 46, 271 (1974).

13) J. H. van Boom, P. M. J. Burgers, G. van der Marel, C. H. M. Verdegaal and Mrs
G. Wille, Nucleic Acids Res., 4, 1047 (1977).

14) M. N. Lipsett, J. Biol. Chem. , 240 , 3975 (1965).

15) a) T. Ueda, M. Imazawa and K. Miura, Tetrahedron Letters, 2507 (1971).
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RERITON TR F AT VEOREEHY, BLEREDA) Iv—24KT 55, £0, #F
RAGLREEE D fRBE % B-cyanoethyl FLCIR# S 2 H5EEMET L, BIZ p-chlorophenyl K& U anilidate
PETAIBAELZRARBLZ, ChEHAWT, £ Iv—%23'-RUS' -OFEICERT S HELL
T, 8/%—, ¥4v—%2HBHML, Z2ho0MARIZE-ST, ANVINAFF = VEBRNAD
5/ -KIORy ¥yv— 278, BiIZll~20FHOX 7 LA F FIZHIET 37 H < —DABICHRIIL 7,
ZDLDRBALZAKENEEEOVERL Y TR 2 LAF FTH B, BIZREBNOFET, A tRNA
DI KBOANFHT—R, 207 Fu0—7TDOEKIILHINI L2, X, £V ITX7LAF FhD C
BEAEBSS'UILERTIARIGLIT-> 2o EORFR, FUFERIZBETI2H0DLEZ 5,
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