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2 Ao P3

4-3|EFA-1-524-2,2,6,6-HEZHEI A 2Dy o] L2 2d AT &) vk

2,2'-f9 ¢4 (0.156g, Immol)<S 40T A 30mee] o)Az &43L %9 0.20g (Immol) 9] Q3 AUH 457355 &
Lo Brlalgit). o] E3HEol 3.44g (20mmol) 9] 4-3] EZA]-1-22-2 2 6,6-HEZgWeyHdzd 2 10m e &<

F7bed el 20mee] o] Az 2 A4H-S 2] 9.4g (138mmol) 9] 50% IAFSF A =88 40 WA 45Tl A 7TA 7ol 2
2 A7) EEo) Brbedth A vk B8-S Wk, 0.5g9 435 A YEFS ek 7 A AR nE e

g/deg B2 B8 3 Ayf JES S50 F£Q A HO] 4-3|EFEA-1-(2-3| EFZA|ZEEA])-2,2 6,6-HEdHE
A d (m/z=231)%1 21 &= LhebRt).

2 Ald P4
1-520-2,2,6,6 - Eebv & 5] s 2] -4 - &3} Ao} S gte] kg

2,2'-t19 29 (0.078g, 0.50mmol)& 25C el A 150mee] 4batold 2hs12 9] 0.99g (5.0mmoDe] 93} A1 A 453}
2 5982 27ttt o] £EF 2] 0.2g9) HEHRYURE FRefo]= 2 17.2g (101mmoD) 9] 1-%2-2,2,6,6-H)
Egtgy v gl d-4-28 F7153l k. 29.5g (434mmoD) 2] 50% 84 =8 A8 25 W)%] 30T oA 3A13tel] 2 A
471 Edt=ell F7Ee it ob At UEF 8-S Folsto] HSAIEE B8t o] vk EFES oY ofAlEH o] E
= 8] FEelo] 234 QWA 0 g AT VA AmetE e s/AF BA BAE @ AT, o] 2] Ae|

-1 = A
2:2:1 1] (WA %ol A Al 7HA T8 kg AT I A Aoz etk A 74 A ES 28 YESY 5
3} shatol dm SR E BAE 22t he e wa g ze) ey A,

A Aol P5

1-22-2,2,6,6- 6| Eehol &3] o o] Wl -4- 23} 1-F- @23}

lo
rE
olo



AR obe) g YA 150008 n--8 AT LS AbEEte] A6 PAS] BWS MR W EFES FA D
F,19.2g9) 20A 4 0 e Alrh, 71A AmnkE S A% BA RO A3k, 44 SR A A R FU Y
ES4 e W 1-PReRNE Fa FFeE A0 s 94N drlgvhe] gt AX st

A Ao P6

1-54-2,2,6,6-HEAME A d-4-23} v eHld =& vk

shatobd sig gl l 400mee] 2,2-vrd-13-2290 2 Eledd =23) % 55m o] &9 S¢S AFEste] A
Aldl PAel & R SEIh vhe E3he o] FA2 o RN 14.0g9] A4 295 A3

AL P7

1-54-2,2,6, 6-HE= A2 -4 -2 2-5&-& 9] s

Ak obd ehsia talel 150mee] n-5 82 o] Ea& ARgahe] A Ao PAo] WS W StSlth B S A =S 25 WA
30TelM 6413 =719 A H7ksta, whg Eghas Aol Al andteiolnt. whe Edte s FA T+, 19.4g9] 2
A 0 S AT 714 ARk 1) /A A A A A EFee A 7 AR 2% UESA seke
B 2-FHIREE vA S350 o g4 o] we A&t

AAld P8 W1A] P12 & 2y o] WA 72 o] 248 2hE FU)4ke] £ 55 YEeRdTL
21 A o] P8
-3 E=EAN-1-(2-3| EZA| -2-WE L2 ZA)-2 2 6,6-H Egtdd g

40mee] =l &3 17.2g (100mmol) 9] 4-3| =5A|-1-54-2,2,6,6-v| Ectv g I dgd &9 2 25.0g (0.37%)9]
50% ksl A 8- o] 439 38 40Tl A 347l AA 1.12g (4.0mmol)9] St A D d 7438HE, 25m <] &, 0.5ml
°] 98% At % 200me o] A AHE S5 & o] 3o TAlo RUbegit UESA HUME ¢kngh 9 0.145¢
(0.5mmol)e] &1t AL 7738, 0.1m2] 98% 4t F 1 X 2mee] &9f |08 vkg & F-rtsksit). dol o=
ja—mlt gl 45-0] 18 40Tl A 1417l A4 F7bskATt. 1417F 3, 2.9g (40mmol) @] 50% #AFsbaE 2 =8-S wl
3 H%oﬂ A 7pskd el 7F 1.3A13F F, 0.14g (0.5mmol) 2] &4t Al A 75381%, 0.15m2] 98% 34tk 2 1 U X] 2me
4 =9 98 st FIFelglh g EFES 40T oA F71 404 &9F wRkelSlth, H A =7t o} HEF O =
el ? W Z3ES FASTUER 2 743884 HEFOZE HEstal 553t IRES o ofAH o Eo &
A7) A 7S E9AA 20.5g (84% +8)0 FA 3HeHES WA ug R o7 A}

U

E

.

{0

2 Ao P9
4-3| EFA-1-(2-3| =5 A -2-mE T2 % A])-2,2,6,6-H| EgtvE 9] ¥ 2 o

75m0e] Eo &35 34.5g (200mmol)e] 4-3] EZA|-1-22-2 2 6 6-HEgH g d & 2 459¢g (0.73%)9]
50% #AFEE 2 NS 40T ol A 7TAI 7Rl 2 A 1.61g (8.1mmol)e] 93} AYH 4531E, 50me] &, 1.6me9] 37% <
A2 390mee] AR g3 g EFE FAlA FUtsklth. oF 441 7F 5t F-rhekar, 0.22g (1.1mmoD) <] 18} Al
A 4538HE, 0.2m09] 37% G4t 2 1 WA 2mee] Eo] NS v E3E o Ukt vEE S ES A 2ol A v L
HkE e}, oo WhE &35 S5 40Col A 7FE 3 AL, 0.11g (0.55mmoD) 2] 93} AL A 453+, 0.1me] 37% G4 2 1
A 2mee] &9 §97) 5.8g (85mmoD) 2] 50% H4itsg4 8- Frtele] whg-S SASSITE v E3HE S o 93}
o A E AAS L, oG EFOZ YA thg, FASUER 2 FAaste A YEFOZE AP stal 53 qlth &
FES old olAlH o] Eol| SajA|7|aL, A 7HAS B3AA 42.6g (87% +8)2 TA TS WA ud R ez A

.ﬂ

214 P10

-3 EEAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H Eztdd g
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50mee] Eoll &afA71 17.2g (100mmol) ] 4-3| =2 A|-1-22-2 2 6,6-HEdtvdadgd &4 2 253g (0.37%)9]
50% H2tata 8 N8 40T AA 3 WA 3.5412 el 24 0.27g (1.0mmol) 2] A3} Alo]d 6538l%, 25m 2] &, 1.1ml

9] 37% A4 Z 200me o] A AH-E 520 TRl TAlo FUFeRSiTh of 2A1F 1t F-7skar, 0.5me e 37% Ak

HHS E8L 2o B713ldth HSA = B7lS 483 5 1.2m09] 37% GAHS Hohska whg £35S 3,547 F<k 40 W)
2] 50CAA 78t Whg EFES Aol A B wRksFI T vk E3E-S 45Tl A 55417 59 7FE e et
0.3m09] 37% VS 25 %o 2 Rlste] w-g-& AT A A o P9ol| Vel vle} o] A& 3 T 21.5g (88%
T8)9 A SRHES N 1Y FEHE At VA ARvESH Y B A3, S5 96% o] ol At

ZAlo P11
4-3 EFA-1-(2-3| =5 A -2-HE X 2 ZA)-2,2,6,6-H| Ecte D d] # 2 d

40mee] ol 32171 17.2g (100mmol)¢] 4-3| =2 A|-1-2-21-2 2 6 6-F|Egtrd g #dgd A 2 250g (0.37%)9]
50% HAtsl A 89 4372] 35 40T oA 2.54 kel Z A 1.46g (4. 1mmol) 2] oAl d ol EAL Al o)A, 25me2] &, 0.5
el 98% Ak 2 200mee] AR 5 E o] EgEl Al Bt it UESA FUME 45 %, 0.18g
(0.5mmol) ] of " oA EAL Alo] H & REE 3=l F-rhakgith U] 4339] 19] &A= &HS 40T 4] 1A 7H
A Frrellh 2A13F &t 7rE g & VA ARvtE Y A4 A3, 10% VR UESA shetEo] vk E3E0
Fale Ao w Yyt 34 (0.3m0) 2 4.9g (72mmol) 2] 50% 3Ats 4 g A8 40Tl A WS E3-E-of 7}s)
,BHS E3E S Aol A vhA aRksEGITE A A4 P9 A E ¢ ¥, 18.1g (74% +5)°] %A 3= WA 13
He = A},

MR

A P12

T Sad § 69%° L UESA shgHEe] .54 A5k
o] =

A Ao P113} vl o},

1-2-3|=FA-2-vEd 22 ZA)-2,2,6,6-H EctHE 9 2| d -4 -2

23.6g (347mmol) 2] 50% FA+a}4 =8NS 7.54 7k 2 A 17.0g (100mmoD) 2] 1-221-2,2,6,6-8 E&}v| g 3] | 2]
U-4-20.994g (5mmoD)¢] 93} ALH 453t 1m0 o] 37% G4k, 360mee] Aaid 438 2 120me] E3HEof K-
7hekadtt A3 FoE vhSS XA 7 AL, FASES AR Y 43R FESY ol 7] T& 53] 29
A oS At 2 U WA F2
ZulE a2 AA G YA E X3 3
ARES 714 AZvtEag g =943 27 A4 s3hEe] 98 et WIS TS AF AHS eI

L)
o
iyl
=
ofo ©
o

1=

A6l P14, P15 % P16 A ol P139] 3hgkze] @40l ole s15h4) (37)9) 2% elzh=e] w948 i

s}5t4] 37
% X
,,«:l‘n. Py
N
i ot
Ny N
bt e

Ao P14

1-2-3l=FA-2-vd 22 ZA))-2,2,6,6-H EctH g 9 2| d -4 -2
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0.994g (5mmol) 9] A3} A LA 453t 2 150m0 9] AFFd o589 E3HEof 3}8H2] (37)0l A, X7} =4¢1 1.18¢g
(5.0mmol) 2] NN' (1,2-gdE-12-dgrd gl dh)n]| (A" eoll), 17.0g (100mmol)9] 1-=4-2 2 6,6-H EgtH g
g d-4-28 35T A& o7 Uttt 60m e AaHd 4323 £35 47.5g (700mmol) 2] 50% 343}
T TEAS 35 WA 40Tl A Azl AA 7] &l Frlstdvr. vh8 EFE5 40Tl A F7F 16A17F &<k
Wl elth 714 AZntE e A A3 4% vvke] i Y ES A o] J—ZH“}% UrEPJ'E} IAE o ol o] 3] A
Astal, AHES oA EF F& A7 vhE A A AFo] HEA=E skl ¥% SFES oA E oA HOER ¢
A3 FEete] 58 5 7|A ARMEIYI S 7)FO0 R 93% oo HA FFES it 21.4g9 AA AHES
Ao

A ¢ P15

1-(2-3| =5 A -2-HEZ 2 ZA))-2,2,6,6-H Egtvd ¥ o2 d-4-

5182 (37l A X7F 7491 NN'=(1,2-t]H[ € -1, 2-¢ gr] A 2] g u] =il gl ol rl) g2l 5182 (37)o A, X7} vl E Al <l
1.48g (5.mmoD €] N.N'~(1,2-t ¥ -1, 2-e @v] d e ) H] (4 -wi| S A Al obv) & ARE-stef A o] P14E b3t
o 714 ARntE gy 24 A3 WS A7 F8 F 390 2 UERA 31950 At Aoz etk 47
grozm ukg EFEL 7|4 ARvETHAR &4 5 9] 97%2] %Al SHFES ke 17.7g9 WA BAS
A ekl ek,

2 A4 P16

1-(2-3| =5 A -2-HE L2 ZA))-2,2,6,6-H Egv € o] ¥ 2] -4 -2

slsta) (37l A X7F 474290 NN'=(1,2-t W& -1, 2-o gtr] d 2l ) n] 2= (il globrl) oAl 848k (37)o A, X7F 442
5.0mmol9] N,N'-(1,2-t]Hel-1,2-o etr] d g el v] ~(4-SFZ 2wl do}H]) S AFgalo] A A ¢ P14E w319l T),

4-M 22N -1-(2-3| EEA-2-HEZZZA))-2 2 6,6-HEetWEaHad

g Ad583 Z3H 18.4g (0.272)9] 50% FAte40 28NS 60T oA 247kl A= 24.9g (0.090%)
6,6-ElEgtd e g gy, 7.13g (0.036%)2] 93} A|YH 4535, 3.7g (0.030%)2] 7

50me 9] AARE g2 0] T3HE T7}o}°=‘1ﬂr HEAE RIS d85dt & 5A17F 59k v 225 60Tl

okt 22 A7k owga 108] 10% oFRHHE 5 8913t 7 urstol 7
848 AYY 2=z A 8 220 2 §7138 B Y dTMGe2 A

A Ao P18 AA o P17 A 3] ZF--AHS AeFsle 835 el
2141 el] P18

A-HF G2 -1-(2-3 E2A|-2-HEZZZA))-2 2 6,6-HEgEy g

25me 9] AAHTE g3 3 20.4g (0.305)9] 50% i ehF4 89S 40T A 34] Poﬂ A= 27.6g (0.108)9]
4-HE2LEA-1-54-2,2,6, 6 HEZM A d, 7.13g (0.036%)°] At AU 4552 2L 115meo] AaHr-d &
220 TRl RIS WA F71E FRE F, 2047 B G & -3— 40 TellA wxl shalth. Al whg T
=i AT Aol ZeA ARvtE o o) FAlske] 16.2g9] A B LA

2ol P19
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125(1-921-2,2,6,6- e Eeh | & -] 2] ©l-d-2) Alwpolo] £ o) vl 2. e Sz o) whe

Ao P189) el weh whabsl e S8 ole devd dae Fo) vl a(1-52-2,2,6,6-Hl = L] el vl-4-2)
MR EER BEEESEE R

A A1 P20

4-3]EFA-1-54-2,2,6,6-F b W3] W3} v o A Fe) e vk

276 PL8S] ol uhet whbahEa 58S v oD FelE Fol 4-3| S HA-1-%41-2,2,6,6-¢] Eehu €35
SRR DE DS s

A Ao P21
- ST E e A -1 -521-2,2,6,6-91 o 2] W 9} AbafobE ok g o] whE

AX o PL8e] ol Wt kel s 481 Aol 2HE Fo) 4- S B T S A -1-5 2-2,2,6,6-H =2}
EEEERE R DEEES R R

A A of P22

4-2 7D 2 A -1-224-2 2 6,6-3 7 g ¢

&
2k
_>|1_',
-z
u,
{4
K
o
lo,
rE
olo

A Ao P18«] H*‘ﬂoﬂ W}E‘r J%‘lﬂ 2 g e AR dad T 4-SEU7 L S -1-54-2,2,6,6-H Etv

21 A ¢ P23
4-ZzdSA ] -1-224-226,6-HEdYeEydady 2204 S vk
ol O E 174

A6 P18S] el me FHshEa £ gL TR FelF Fo) 4-NEDSA-1-94-2,2,6,6- 8] E ko] &) 5]

& =
EEREEEERE PR SRS SR r
A Ao P24

1-54-2,2,6,6-H Etvd v d 2l d-4-23 Egvdd 22 =

o

[e)
Clerss

AAle P18e] Wl whet Bikstard 8o S EYuEd 282 To 1-54-2,2,6,6-HEgtE v H gl d-4-2 3
A3} AL 48k= o] TFE Ol skl

A Al e P25

H]2(1-54-2,2,6,6-H Eg}v & v 7 2]

FE

—4-<) AR o] E o} 2-Z 2 320 Hhg

Aol P182] WHiel ute} AAtstes S8 NS 2- 22 R-E o) B2 (1-54-2,2,6,6-H Etv L H g d-4-) A
=

v ol E W A3} AL 4 453152
21 A1 el P26
4-ZLEA-1-224-22,6,6-HEZIHE I H2 I 1,4-F&r] 22 v

Ao P189] W el whe} Hakstra 8 NS 1,4-F 80 S T 4- N2 A KA -1-54-22,6,6-H Et P g A d
2 A3l A A A 45820 B Y159
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A A d P27
4-9) A -1-53-2,2,6,6-H| Eehu| 5] A 2] A} 9]} o] wkg

Aol P18e] ol whet dpatstpa RS duE T 4-ALASA-1-54-2,2,6,6-H Etd v A 2 A5}
ALH 48k= o] el F-71ek3 D}

2 Ao P28

4-3EFA-1-54-2,2,6,6-H EHE g9 2 d 3} 2-o & -1-34H& 9 w5

)
22
oty
&
B>
-
oo
12

[o

>
>

=2 = ]dﬂ P18'4 H]—B—]oﬂ T’q"j/]'él —E]E%}\]_1_%)\21_2,2,6,6_]5”53}““%111ﬂ]ﬂ"ﬂ ‘3‘1 2_01]%_1_@1}‘\1_%
<o A3t ALHE 48t EF=ol Frslth

Al P38 WA PATS: 2 b o] WbRgoll Az}

ofN

w4l 5yt

il

Jehdr.

4-3 EFAN-1-(2-3 EF A -2-md L2 ZA])-2 2 6,6-v| Eetrd v o 2|

50% A e 28NS A7 & ¢F 100mmole] £ 2, FAo] 40 WA 45m Zo] €347 17.2g (100mmol)e] 4-73]
EEAN-1-224-226,6-HEZE g Hgd &NS A7+ 35 WA 50mmole] £EE 35 WA 45ToNA FAH F5
}

A, A (RFeF ARG T, 25mee] = B 200mee] AAHFE das o] Egtel Fokeklth RbsEE B ke 5, vk
THES 35 WA 45T = FAskaL, oWl Q9o = Aol B antekitt, vbg-S 71 Al AzvtEa vl o) 3=
sklth. A3kE shrlol YeEr At

#®1

st B AE 545 0] 83 43 =R A -1-(2-3| =5 A -2-m Y 2R FA])-2,2,6,6-H Ectv D ] s g o] 4]

B w5° =% AP E H0, T
4% CoCly 10% HCl 2.9 3%
11% MnCl. 10% HC1 3.6 16%
4% NaV0; ey 1.5 <1%
4% CeCls N5 1.5 <1%
4% TiCl3 60% HCI 3.5 2%
4% ViCl, 1O%IHC1 2.2 1%
4% VCl3 10% HCI 3.6 6%

(b) UES4 Zu 8359 12 1hgo] F7}5e 98 =0 &
() W BB EAlsHs BE A Ao obvl Aol AA) WAl g A AT APAAL V22 & 7|4 A
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A Ao P39
1-2-3l=FA-2-vEd 22 ZA)-2,2,6,6-H Ectr g v 2l d -4 -2

S5me] A8 58 2] 1.0g (15mmol) 9] 50% #Aikst4 8- A& 60Tl A 30l 2 A 0.5g (2.9mmoD 2] 1-5
2-2,2,6,6-H EtH v A2 d-4-2, 0.1g (0.16mmoD ¢ NN'-H]2=(3,5-t] —ababr-d de] d e d) -1, 2- A 2 = &4t
toln| =7k (1) E22ko]l = (Jacobsen 1) 2 10me o] At o 51.8-90] 3150 B713koth w88 60°C o A vt
Al aRkeGiTh, 71 A A2 etE Y] B4 A, 9hg E3bE 2.5%9] A 3EEe] EA5tE Ao 2 e

2 A1 P40
1-(2-8|=5A-2-d 22 % A))-2,2,6,6-H| Ectr D v 7 2] D -4 -2

Jacobsen &1 Al 0.25g (1.05mmol)¢] ZYE (II) FZE2}oE 65353 AFE3Fe] Ao P39 W& w313t}
1A A2vtEaH Y FA A3 vhg E3FEl 9% A sHgtEo] S48 Ao E YEMRLT

2 Ao P41
4-3 EFA-1-(2-3| =5 A -2-HE X 2 ZA)-2,2,6,6-H| Ecte D d] # 2 d

5mé & 52 0.25g (1.0mmol)9] IHE (1) €7 o] E 55735 89S 120me] 3HAti-E &d3& 52 0.16g (1.0mmol)
o] 2 2'-t¥ Y gMo] F7lalgltt. o] Mo 8.6g (50mmol)e] 4-3| =EA-1-L24-2 2 6,6-HEdH eI F S
E7bedtr. 13m0 Akt e 4283 8ty 13.6g (200mmol) 9] 50% Akl 4 =8NS 23 W#] 40°Col| A 34|17+
of AX g E3HEo A8t oo, EFES 72417 Bt Y] 2o A untslgit), A ARvtE ] 24 A
I, 9hg E3FEC 9%9] EA sletEo] EAlShE A SR e

2 A o] P42
-3 EEAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H Egtdd g

75m Bl &3)¥ 34.5g (200mmol) 9] 4-3|=ZA-1-L2-2 2 6,6-H|Egtd e -y §N3} 48.1g (0.715)9)
50% HAbEE A =g NS 35 WA 45Tl A 647kl 23] 0.79g (8.0mmoD e ++¢] (1) F=glo]=, 50me] &, 1.6m
o] 37% AAF H 400me o] AR ST & o] EFFEof Al Frbekglth vhE E3FES A2 A BHA wdksklh vk
E RS 40 WA 45CE 71getaL, AA) 1.78g9] 78 (1) ZRgo)=, 4.4m0e] 37% A4 2 85g (1.25%)9] 50% Ak
344 Ao 7 gt dFetE UESA 35S 935 vhS A H Tt A Al d P9e] B w2 2] gto 2K
1A ARntEIHY FAS 7|22 88%°] Al st ES Tk 38.6g9 A Y-S AU

21 A1 ¢ P43

4-BEZA-1-(2-3| 52N -2-HE IR ZX])-2 2 6 6-HEZHE A

50m Eo €31A171 17.2¢ (100mmol)e] 4-3) E2A]-1-L224-2 2 6,6-HEgHe-g#Hz g &M} 31.5g (0.46%)9]
50% FFAEE A 28NS 35 U)X 50T A ZHzE 3A1 7 2 4.54 7] 23 0.69g (4.0mmol) ] g (II) F&glol= 2
e, 25me] &, 0.8ml2] 37% AAF H 200m 2] AAFR-E 4380 E3E FAld Ut vhS EFES 40 W
A 45C R FA kAL AA 0.32¢9] 78] (1) F&28Fo]|= 2535, 0.6m02] 37% A4F 2 35.5g (0.525)2] 50% #}4k3t4=
A FgNo g HEsle] IR E UESA 35S s vh-S A th A Ao P92l Wl wE T sto =M 7] A
AZRvtEaH ] FAE 7|22 5to] 90%S] Al StEES Frehe 17.1g9 A a1 RS Aol

A Ao P44

4-3 EFA-1-(2-3| EFA-2-H Y Z 2 % A))-2,2,6,6-H| Egt 9] o 2l d
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50ml ol €8 2171 17.2g (100mmol)2] 4-3|E2ZA-1-L2-2 2 6. 6-E|Egtv e -3 g &3} 29 3¢ (0.43%)9]
50% HaksE A =g NS 35 2] 50C Al A ZH2F 3417 2 4.25A) 7kl A 1.0g (4.0mmol)e] 78] (II) <ol E 55
sh&, 26mle] &, 0.6ml2] 98% 34F 2 200ml ] 4HAtHE G & o] E3tEof B Aol bl kg E3HE S 40 WA
45CE fAsta AA 0.44g9] 78] (1) =0l E 553&, 0.4ml 2] 98% 34+ & 6.7g (98mmol) 2] 50% H4tsa4 4=
fHo 7 AEste] FFohis UEFA 35S s wSAH T A Ao P9e] W) w2 Fxjgjgo N 7| A=
nfEE Y BAS V] 22 Et0] 95%9] A StE S Ffhe 19.1g9] WA 1y ES Aol

21 A el P45

-3 EEAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-vH EetdE g

10me & 59 7.4g (1098)9] 50% HAEe}44 =8NS 43 WA 60T =504 5417k A4 5me] &, 0.5me] 27k
OFAEAL 60mee] AARE g3 W 5y & 59 5.4g (31.4mmol) 9] 4-3| =2 A -1-L21-2 2 6,6-E| Eg}u € -3 7 g
o8NS 0.166g (0.95mmol) 9] oMM EAL Al dof| dd&H o2 HItste] Alxd ZE F 713813 4.4g (65mmol)
o] 50% TAFE G g Mo AlMEE &l @ gppe] ES 60T A] S E3Eo] Brtel gl E3ES A2 4] vk a

714 AEntE ST ofg A A, vk EEo] d UESA kol tite] 52%°] %A 3= 2 41%9] g
= 24 Ffete Ao ® e

4-3 EFAN-1-(2-3 =FA-2-md L2 ZA])-2 2 6,6-v| Ectrd v o 2|

Ast AUdH A A3t Alo] A EFES AHESH] A Ao P9O] W& wkEEGI T

A Aol P47

4-3|EFA-1-(2-3| EEA-2-WE L2 ZA))-2 2 6,6-F| Egtvd v o 2] &

Azt ALHE A2l A3t Alo]H Bl H Bde] EFES o] &ate] Ao P9 WS Wkl

A o PA8 B! P49+= #ibstgeas tj 2l AR E S| E 2 S A =7 AR vhE-S UERA T

2 Aol P48

4-3|EFA-1-(2-3| EEA -2-WE L2 ZA))-2 2 6,6-v| Egtvd v o & &

20m¢ Eoll &3A1Z] 5.2g (30mmoD 2] 4-3| =FA-1-%4-2,2,6,6-H EWE-F 7 2|d &9 2 7.8g (61mmol) 2

=l
70% A S| E2 ] S A = 808 35 U %] 50Tl A 1213k A4 0.33g (1.2mmol)2] 33} Al o] H 65735, 8ml
o] & 0.2m9] 37% F4F 2 60mee] AbaFE A3 o] EE | FA|o HrFeA Tt Bt 3 vk EFHE-S 45T ol A

LAIRE & <F FrAshaL, ojo] oA 3 Fot wks it 7| A AmvtE 2 &4 A3} wkg Tl 3% FA4 3t
F=o] A8k A= e

2 Ao P49
4-3 =5 -1-(2-3| =5 A -2-mE Z 2 % A])-2,2,6,6-H| Egtv € 9] ¥ 2 o
A3t Aol thalel] 3} Alo] A& o] &-3ho] Ao P48e] W& NHESISITE
2141 P50

-3 EEAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H Eztdd g
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o] AAlell= 50% Akt 8o tialell f-elof % itster a2 R E A Ut e E S ol &P

o

75ml =l 832171 52.2g (555mmol)2] $-dlol-2pikataA 7} 3hghE &9 9 29 Eof] 83 A17] 3mee] g At
FNG A Z3A T F o] dH-E 40T 2ol 247k AA 0.17g (61mmol) 9] 2 Al L H 74-38}%, 34.75¢g
(202mmol) ] 4-3| EFA-1-524-2.2,6,6-HEdHE A2 d, 410m0] AAHFE 438 H 70 =9 EFE &
Aloll F-71algith, A8k 0.485g2] 3k AU A 7 8tE S FUbsla vhg E3HE-S 45T olA 16A13F &<t whAl aikslgl
o Uz HEA = G aE GG 45T A TAZ ] A A kg E3HE o F Ao F-hekint 21e &k (1.8m0) S F-718t
I EFES Aol A 64417 EoF ankelglth, HhE E3FE-S 45 U)X 50004 6.5A13F EF 7t s &, 1.8mee] gk &
2F 2 0.101g9] A AL 758 ES FUbslGit) o]of, uhg E3ES 45Tl A 16413 B¢t 7HEsle HESEA 5%
7 ko] 1% mnto] ¥ == 3¢t vt | A1 vhel 22 W o2 A efste] 38.1g (T7% <+
)9 A ES WA 1P F FEHE A}

f
olo
o
%
il
tlo
i
>
£,
Do
S
=2
N

1A ARetEHY A A vhg A EC] of 94%°] BA| FFHES Fete Ao E e
A A4 P51

4-3|EFA-1-(2-3| EEA-2-WE L2 ZA))-2 2 6,6-v| Edtvd v o & &

A Ale] 51 WA 54 2 o] Wil gi gk vhE Ate] &35 vERdiT

35ml B 9] 17.2¢ (100mmol)¢] 4-3| ==X -1-22-2 2 6, 6-HEH - dz)d A 2 23 3g (342mmol) 9] 50%
FASt A R NS 47 2547 2 6,541 2 A 0.527g (3.0mmol) 2] oA EAL A|DH, 20mle] &, 2.3g9] EE=
FOROPAEA D 43T E FAA1Z] 200mee] AHAH-E o5& o] £3FE FA F71stith HSA| = B717F Ao &
g9 v, 5m = T2 0.347g (2.0mmol) 8] oA EAF A2 2 1.25g2] EYZLFLQE oA EAL S St Hrls}
Atk ool 2143k 5.1g (75mmol)©] 50% #Atst4r =8 N5 90l A A F-7bstaL, vhg E3=5 42 WA 45Tl A
15413 &QF wikelglt), vhg E3HE-S A Ao P9ol| 71A1| A} -2 Wi o2 el 17.5g (71% 78) A=
S WA 3 FEE AU

71 AzehEse ] £4] A 1g EFEE oF 92909 HA| HEES FA3H

fr

Ao 2 EFRLT

21 A ol P52

-3 =EAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H EetdE g

35ml B F9] 17.2g (100mmol)] 4-3|EZA|-1-224-2 2 6 6-H Egt e -9 z2ld &4 2 31.6g (464mmol)2] 50%
Haks g NS 747 2 5A 7 W 15X 7] A A 0.561g (3.1mmol)e] &4 Ald A 25385 20mle] &, 1.26g9]
5CZ FAIAIZ 200me 2] g 480 E3tEo FAlo F-71819th H A = K1
=] 60°Coll Al 7AZF Bk ksl gl 22 25815 (1.26g) 2 0.380g (2.2mmol) 2] <
<

b B 3HE-o B718kaL 65 WA 80T ol A 7TAIZF B¢ nukald T,

I, vhS Ed=2 oF 86%°] A shgtE R A ol ofwl hakoll tisto] 4% v wke] S

-3 E=EAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H EztdE g

35m¢ & %9] 17.2g (100mmol)¢] 4-3| =2 A|-1-2-2-2 2 6,6-E|Egte|d-vHaldl g 2 23 4g (344mmol) 9] 50%
WAFEE A g NS 72 2 547 2 6A el 2 A 0.563g (2.0mmoD) ] At Al D H 7531 10mee] &, 1.3m02] wlgk
SEAF AT E FAAIZ 200me ] AR E g o] E3tEof FAld FI1etlth HSA = Bobs hEe & ubg
S3HES 45Tl A 2A17F 5 F nlHkaEglT.
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714 AEntE Y] A A3}, 9§ ZES oF 85%9] Al SHHE B JA| ol ofnl kel tiste] 29 m|whe]
245 ok A o= YERH

-3 EEAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H Eetd gy

120.5g9] 2Fat5E 438 F9] 46.5¢ (270mmol)Q] 4-3] E2ZA-1-224-2 2 6,6-HEZgW e -T2 & 108m

& 2 37.4g (550mmol) 9] 50% A8t Aa & MS 742 3AIZFE 11,543kl A A 3.5¢ (12.9mmol) 2] |3} #lo]d 7
F3hE, 32me] &, 1.3m09] 85% 214F 2 80T & FA A Z1 292m0 2] AbA}Rel o 5.8 0] B0 F Ao Br}stel Tl 1

SAE Bt dEs & kg E3ES 80T A 30+ F9F nukEi o).

—

A A=eHED S A A, 1% VR F9 U ESA 85Ee] R 202 vehgth 3o A =S ofg}
A GEF o8] BaAA7IH B AR L e, 148 Fabe JEF 489 Fo| FAFYs HEFoR A ad
71 A Aok o] o) #AG A3k, 71%9) EA 3

il
o
ne
32
ui

2 Ao P55
4-3 EFA-1-(2-3| =5 A -2-HE X 2 ZA)-2,2,6,6-H| Ecte D d] # 2 d

o] Al

rr

whgo] dofuh

ol

=

A

d gdo] ukg S5 A7t = & AL Ve

1.62g (8.1mmoD) 9] 93} AU A 453+, 2m2] 37% A4+ 2 50mee] =3} 35.7g (525mmol) 2] 50% k34 428
S 717 13A17F 2 16417k A4 100m ] & 2 38 WA] 45T E FA A7 400mee] AFAH5-E o518 52] 34.5¢
(200mmol) 9] 4-3| ==A]-1-52-2 2 6,6-vlEgtH gy d g d o] Z3Eo] Ao Br13ldtt HSA| = Br1E o8

& 5, ¥hE E=S 40 WA 45Tl A 8AIRE &t 71 83T

714 AzmvtEI g 24 A3, whg EgE 2 86%2] EAl 3w B 5% e 2 UESA s es drske AL

2 YEepstt},
21 Al o] P56
-3 =EAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H EetdE g

AA e 56 WA 57 ¥hg 29| F7F &35 YERdHT

[

30ml = 52 2mee] 98% ik g 2 27 1g (398mmol) 9] 50% HAFEFFE A 8BS 554 7 ol A=) 0.119¢g
(0.43mmolD) 9] A+ AL H 7543tE, 70ml 9] &, 34.6g (201lmmol) 2] 4-3| =EA|-1-224-2 2 6,6-H Eztd gy H g d
D43 UA] 45T 9 252 FAAIZ 410m0 9] Ax3E 458 gAof Al F71s ) HSA = 27tE S5d & ot
S EES 45T A A 20417 Bt 7L 8kt
1A Azv ey B A3} vbg EEL 73%2] FA 3FE 2 18% vvte] E YEE2 335
S 2 UEbRt

—

+ 7

N

ol

rr

]_

o
T

o
ol

21 Aol P57

4-BEZA-1-(2-3| 52X -2-HE IR ZX])-2 2 6 6-HEZHE A

27.7g (407mmol) 9] 50% A3} 8- 2 30m B $9 98% FAF 2.2mE B 90% NS 717t 525417 B
6.5A1 7kl A=) 0.115g (0.41mmol) 2] &2t AL 743HE, 70m 2] &, 34.6g (201lmmol) 9] 4-3] =FA]-1-54] -

2,2,6,6-Fl=ebil g5 25l % 63 U7 68T 2] LER FAAI7) 410n00] AHAFE AL §oo] FAlo] Hrhaiie.
H AL 6,542 F, BT 2u] 59T
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1A AZvtEag s £ A3 v TFES 7692 1A SIEE 2 12% o 22 UESA SFgES dhdte jo=w

BRSNS e=1
21 Al o] P58
-3 EEAN-1-(2-3| EZA|-2-WE L2 ZA)-2 2 6,6-H Eetd gy

20m¢ E52] 10.0g (58.1mmol) 2] 4-3|=FA-1-S4-22.6,6-HEZgHE-gdgd 2 15g (220mmol)2] 50% Z}A4k

S =8NS 212 1 5A17F 2 7TAI 7] A A 0.394g (1.77mmol) 2] 1AF Ao d 4431E, 13me] & 2 63 WA 81T

o] 2L FAAIZ] 120me <] )\LX]'T & %O of Al F-7belglet vhg E3FES A2 A A wikskeitt. 1.0g
(15mmol) o] A A& 50% FAk3lA =8 M-S Hobslal uke E5-8 80T oA 2447 Bot wwtdle] YEZ A 3leE
o] gheFo] 9 o] 1.5% m]wko] L\:—% St ke HEAIEE ol HEF o2 B35St

7IA AzvtEa Y] B4 A3, ke e A A Ao opwl el thsto] 89% 9] A steEs TR AL
2 e

2 Ao P59
4-3 EFA-1-(2-3| =5 A -2-HE X 2 ZA)-2,2,6,6-H| Ecte D d] # 2 d

30ml E%2] 10.1g (58.7mmol) 2] 4-3| =FA|-1-54-2 2 6,6-H EZdE -3 2ld % 16.3g (240mm01)ﬁ 50% ik
3 R AS 717 oA F GA 7] A 1.31g (1.76mmol)e] Y E QA Aol A 20me] & E 60 WA 79T &&=
2 FAAL 120me 8] AARE d5s &R T Frlstl . vhE =S Aol A B wRkskith vk 29
o 15mee] AbalEel 2518 0.34g (0.46mmol)e] 3 ZAF Hlo]AH X 3.8g (56mmol)e] 50% HAslA 8- 3
sttt olo], 3= 75 WA 80Tl A 10A17F 7FEakGlth. B&Ee] HA| =& ol YEF O 2 Fafsint vhg &
S AAd POl 71 Al E vpep 22 W o2 S ste] 7| A ARrtE Y A4 A, A S-S gl A
2HE Feo] AE 10.2g (71% F8)S LA}

A A1 P60
1B =B A 1-(2-8 2 A -2 D= 2 Z A))-2,2,6,6-H Eepi 2 )3 2] R
of AAelE ¥ el gl A F A e F452 e Evke A a

0.13g (0.52mmol)©] 4k Aol +2] 55845, 1mee] 98% Ak 2 15mee] B& Y& 897} 13.6g (200mmol) 9] 50%
Absha s 8ol S Zh2E 35417 9 4.25413be] A A 50 & Fo] 17.4¢ (101mm01)4 4-3EFA-1-524-2,2,6,6-H
Egpddlg] 2 P2 0.14g (0.50mmoD ] &4t AL H 755k=, 10me ] & 3 200me o] AAFF-E s o] TgHaof 7
7hete] Alz=H & el EA ol F7FsAT. Frtehs ol v e 40 qm 45CE AR F, Aol A kA it

a3t

7IA AmvbEa g $4 A3, 77%C] S sheteo] A sete R wEkE ok
2 P61
Bl A [1-(2-8| E5 A -2-md 2 EA)-2,2,6,6-H Ectr Dy 2l e -4 - Jopr] H o] E B M| 2 [1-(2-3] =5 A]-2-7]

HE23A])-2,2,6,6-HEZME A gd-4-Ad] SFEEoE] &=

159¢g (2.34moD) 9] 50% #HAFsta 4 F8H S 40°c 5o A, DBE-3R (¢F 9:19] )€ o}t]Fo] E:t] WY ZF el o] E
£ 2t o|997] dl2~H 2, DuPont) 2 5-E Az v A~[1-54-2,2,6,6-HEHE -9 #dgd-4-dJo}r] o] E B H] ~
[1-24]-2,2,6,6-El Egtrd ] g]d-4-Y] %#«E}aﬂ OJE°] £3 % 168.4g, 2.03g (7.5mmol)¢] 93} 2] A 653}
&, 1.5mee] 37% A4, 1.9mee] AARd d3E 9 262m0e] Eo] E3HEl A7l 30417k A vEg AR % &
T2 70CE A5A7]aL, 71g (1.04mol) ¢ 50% #A+sla4 %%% A Zrell A B3O 27159 EES 65T



=53] 10-0676473

ol A 13413 59k ankgk ¥, F7F2 50% Fakshas 89 T1-2E 6413l A Fofehal, Ees 65C°ﬂ/‘1 17Al
b soh wikeolth, Aol HEAEE oY EF 2 Lot e S oMo}oi LA A AL, e
ARE dEE R Ee YRR STt AAST. AF=S o oHOIER FE3Fa £& 235 %i}%E%
goom AHstant. &l s SHA7IAL, e A" oA el ER *‘FH} R RIE R R
o8] gAlske] 5 131.5 WA 133C& 2= 84.1g9] M4 1@ £-& vk T §34 128 WA 130T 2= 16.3g9)
A gl oA A Al

NMR 2412 & A, WA g2 o] 2= ol o] E/2 FE o] E vk A &R Ao Sl

2 Aol P62

H A [1-(2-3| =5 A -2-mE 225 A)- 6-HEE v A g d-4-d ol H o] E H v A[1-54-2,2,6,6-HE
4-

2,2,6,
g g d-4-d] SFE o EY] E3E

2 Ao P61l 7] ¥ DBE-3RZHE Alz2w v 2[1-24-226.6-E|Egty e -0 g d-4-]o}t]H o] E L H]2[1-
(2-3 EEA-2-WEZZZEA)-226,6-t| EdtW g el -4-2 ] ZZEleg o] E t)Alo] DBE-2R (¢F 3:79] tjw e o}
ool EtiWd ZFEF o] ES 2t o] Q7] o AHE, DuPont) 258 A %9 H| A [1-54-2.2.6,6-H Etv e -3 3
gld-4-dJotr s o] E Bl n A [1-54-2,2,6,6-H Et Dy g d-4-d] SFEolE 8= & AHEate] dAfdl
P61l W& Wit

2 Ao P63
4-3 EFA-1-(2-3| =5 A -2-HE X 2 ZA)-2,2,6,6-H| Ecte d d] # 2 d

50ml B 9] 34.6g (201mmoD) ] 4-3| == A -1-22-22 6,6-e| Ectu Dy H g g9 2 252 (370mmol)ﬁ 50%
Fhaksh e FE NS 22 4R B 8AIRTe] DA 1.12g (4.0mmol)ef Fak AL 75k, 20ne) B B 1nee) Heis
E41 580 U 85T 1§43 400nee] AR G E geje] SAlo] RIS SIT. A A= RS S F
oh, whg B2 0.506g (1.8mmoDe] 34k Al A 74315 2 2ml & 59 0.3m09] HE&EE2t 48 2olskgitt, ¥
SAE RS g 23S 80 WA 85Coﬂ/ﬂ 308 ot w HPO}OﬂrJr 714 ARntEy] B4 Ax, 19 v)vke] 6k
L EZ2o] ;ﬂ‘%"é‘]'% o2 ERt) v S A Ao Pol] whE B o 7 I g sle] 7| A A RutE Ly B0 o))
98%2] ¥4 s}3tES TRt 40.8g9] WA 1P RS AU

At shete S AW ets ke Al el ek 2ok
PADS o 1
1-54-2,2,6,6- =t g-3] sl ] D-4- 23} A Z RS WS

55g (0.49%)9] 30% Hitstaar 8- NS 4.25A1 7k Z A 14g (0.148)9] Al ZF234HE 9 150g9] Al =234t 59
23.5g (0.14%2)¢] 1-221-226,6-H Egti g - F 2l d-4-& 2 4.0g (0.020%)9] A3} A LA 4T§}§4 3=
A7pslith. Frbshs e vbg 58 ¢F 40T 2 FA8IG T A KA = F-71E mdh & ukg %ﬂ“ 40Tl A 3A]
7t & wkElith 30% HAatskaA 89 (10g, 0.098)9] F WA &S F-71ebar, vhg E3HES 40Tl A 7A17E
T 7SIt SR ES AR o R Wt &, oS ER (5g)S FUeIGlTh vk R mz} Bt 24~
60CE & Fgo] HSA =g Falsklth. %ﬂo}x}ﬂ}x} F715S wesha, 4 bl avgo s x4 w535y
22.6g9] Z4M A& AT} 2%% 1%& qbell AT F, A F RSO R o]oj A, 1:2 (v/v) o &H-E&/A| S 2
2 A7t s %JM?% 16.5g2] 34 2 dS AU}

o
3‘:
9

A AmehEe s B4 W A BA B A% AR 1-(5 =S AN F2A A8 A)-2,2,6,6-H =2k g - 2]
~4-8:9] 47) o] ge] ol YA & TR EFE A0 heburt

/‘T}\o:] 2

H| 2= [1-(2-3| =5 A -2-WE X 2 ZA))-2,2,6,6-H Ectv & g d g d-4-) [AupA o] E
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73g (0.64%)9] 30% #atstri 8 M-S 3.5A 7ol A4 150g9e] AHAti-d &
2(1-524-2,2,6,6-dH EgH I s gd-d)MutA | E F 4.7¢g (0. 024£>4
o HSAEE B7letE 5 e 255 F40CE FA 8 #71E 94&6& == J% E3HES 40T W 4Al7} E°P
kel vh-g E3HES 150g9] 011% obAlE| o] E& 5] A 5k3lth 100g9] 20% oG ER +& A& Frbstar, whg
ZIES 45 WA 60T A 1.5AI1F Fet wnkste] dhege] HEAI =5 Faal3ith 7455 100g9] ol € ofMH o] E=R
FZ3kal, 2olzl 7] & 200g9] 5% %1 E AlF et s SLAIA 39.4g9 G2 A A E A1, oflE of
A o] Ero] 2 2 gkg:8ike] 4:1:55 35 (39 73R A 7Hd oA ZeA A2atE e o8 A A8t
19.1g 49% +5)¢] A FES G2 %‘r* ed FEE AU

HJ
i?i to
o 2 >{ﬂ
[®)]
0'12

i

o
lo

w

O

o
"0
)

o

(@]]

©

<
o
=

"Hnmr (CDCly): 6= 3.65 ppm (4H, -NOCH,,-)

Al A o 3
H 2=(1-54-2,2,6,6-H Edtv g - 2l d-4-) A utA o] E&} A S 284k 0] whg

70g (0.62moD 2] 30% TAtslG4 =8NS 2.75A17tell 23 100g9] A1 529 9] 32.4g (0.063E)2] v~ (1-%
21-2.26,6- EﬂEE}HﬂﬂAJﬂv‘ﬂ‘ﬂ °’>Aﬂﬂ} Alo]E % 5.0g (0.025%)2] °:‘§Hﬂ°‘z§_ 45 5}%0 %u o A7}k T7}
S o HbS 2 -2 40 WA 45CE §A 8k} o]o], uh-S E3ES 40T A 5AZF 5QF kel 71 Hok A48
50% JJr*PﬂTi 8 (5.0g, 0.0745) & 25 o7 g TgEq T7}o}°ﬂv‘r o g, vks 23 % 40C = 7+4g s}

L, 37b) 500 4 (2.5, 0.0378)% 274k, 3 £GEE 541U S 40CAA 21 49t] 100g2] 200 of
PAVEF F802 EGBe] $7h5ha, g SEE 70T 458 ok fAske] o] IABFAE RaSAr)
H F15E 5ol 15109 A AHES 9 u} B2 ok, 47 AFRANE S 557 Zel o) AR

Ak T3k 5029 A A ES ol E ofAlH ol Eo eh&1dake) 10:1:10 F EFER A7 Aol A ZeiA A=
g v o o)sf GAlste] 32.9g¢] & UL AUt}

NMR &4 A3}, 0 U& B A[1-(ERA-2-3| EFAIA S 2 LA])-2,2,6,6-H EgtHE v g g d-4-d [A vl o] E
Rk ok g} 7] Aol E S el e T o YA G BT,

/\1}\0;]4

4-3| =52 -1-54-2,2,6,6-H Eti v A g D 3} A S 2 81h-e 9] v

50g (0.74%)9] 50% A8l =89S 1,754 7k A A 100g2] A ZF 2322 2] 35.0g (0.20%)2] 4-3]| == A -
1-224-226,6-BlEgtdg-9d2lgl @ 10.0gr (0.050%)¢] 93} AU H 453189 & H71etdt) Yrlsts &
HhE 25 40 WA 45T R FASAT HEAE §7ts 453 & 9hE EFES 40T oA 5A17F 5k ankalql et

£ EFES 60ToAA 1A1ZF S 24
A A S ES A ste] 1A E AA
ol ol A AT A =S 201
AAsFe] 36.3g2] A 2 UL AT}

oF

EFES Ao Yzata, 100g9] 20% oAU ER S8 NS R o).
2 A 7rgsto] ek HEA = Fallsk i) ofME l% of F-7}3k &
stal, JIES FFTH B Yrhsta Rk Alﬂid‘*P%% TSI 5
(v/v) @At/ E ofA e o] E o] A 7HA Aol Al A ZRutE 1 I of o] 3]

A RA B A3, 0Q L 1-(3 R AN FRA LS A)-4-5 £54-2,2,6,6-H Eeh D) el H B 1-( 5 =%
gz 3= 541-2,2,6,6-H Eetu W5 2 Wl o] o) 4 A| £3HEel ek,

Al A o 5

2,4-1] 2 [N-(1-$2-2,2.6,6-H| E 2t &3 o] 2] -4 - & o}v] o —6-F 2 R -s-E ] ob 2l 3} A| RG0S
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