FENUMTITBRTUTNY T

(594 “mﬁa‘i’mﬁaﬁumaﬁs’f’manmt‘%ﬂmﬂﬁﬁaqulwﬂm”

g

sy = d( e £-% -=x
SBIFIFAIINTE AT, DHOGIAN G GHIE LR L

MAIBINFTIN AUSLNTTAVTNS

PININUNIINIEY
r

HUIAN 2542

- " _—
A1 STUNGIMLT P Y Y {(an
TR N I R
TN 3' n!llu.ww\q'!i'i‘il 1uin mmw}n
aeah s g Toaos

COR RS T A 29R-04 T
v pase By wans trd orth
Eemanh  trb mbae it onth



Anfnssyudszae

o, a4 wr W P Pl o a dJ “

idpravaunwszaudninnunamusuEu UM RN Al Inmaeile
gaaduuarlimsmivayulasimdeiinlovasan  vavaugmsasmannsd as. s
o v o
wWus n¥lns ﬁ'lﬁ'lwm‘maqmﬂzvﬂumsnﬂaauqnﬁm’%umm;’%’ﬂ SENFNEATINGE 5.
1At Goefid sasmaeannsd 5103 waede uszgrisednTg T Wy

le 5 e [ 4 = & o o ' o v ]

Usziiy Aldngoniiuapdiznaesie numidatadednmmansviuilaidmusn

- 4 dv : o J o m A om o «al "
Twniddell  wanninfisveugugudiniaiaieinnmaniuszmalulafivisgna

nTalvinnded laliuimstwasfuundnslamd Thiatng



unanta

nngayulwsinednou 8 oile  0uR  Nepenthes thorelii, Garcinia dulcis,
Garcinia cowa, Goniothalamus tenuifolius, Stephania venosa, Prismatomeris sessiliflora,
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aman @ oeanawsy,  ayulwslny,  Nepenthes thorelii, Garcinia dulcis,
Garcinia cowa, Goniothalamus tenuifolius, Stephania venosa, Prismatomeris sessiliflora,

Diospyros montana, Murraya siamensis



Abstract

From eight species of Thai medicinal plants namely, Nepenthes thorelii, Garcinia
duicis, Garcinia cowa, Goniothalamus tenuifolius, Stephania venosa, Prismatomeris
sessiliflora, Diospyros montana and Muwrraya siamensis, 38 compounds were isolated and
prepared. These compounds could be categorized as naphthoquinones, xanthones, aporphine
alkaloids, anthraquinones and carbazole alkaloids. It was found that the aporphine alkaloids
with 6a,7-dehydro structure possessed the strongest antimalarial activity with potency
nearly equal to that of chloroquine, and thereby provided the possibilities for future research
and development. It was also discovered that the xanthones, demonstrating moderate
antimalarial activity, may have potential use if given simultaneously with other available

antimalarial agents.

Key words . Antimalarials, Thai Medicinal Plants, Nepenthes thorelii, Garcinia
dulcis, Garcinia cowa, Goniothalamus tenuifolius, Stephania venosa, Prismatomeris

sessiliflora, Diospyros montana and Murraya siamensis .
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Prismatomeris sessiliflora (7) uzin@ath Diospyros montana taz (8) Tu5avh Murraya
siamensis

(1) Nepenthes thorelii

wyana Nepenthes (uisfiuuuay Inaglund Nepenthaceae Tuthmumwuiiiag 6
#ila uﬁﬁﬁﬂﬁmﬁuﬁaﬁuﬁlﬂ'uﬁ NUBUNA (Nepenthes ampullaria Jack) (16) AuwnND
unsdsiatharliimsngnludmmne  wabona@aiemtwhesodudug
omssuliiuszey (remittent fever) (17) shusniudhan fifaintnmansh Nepenthes
thorelii Lec. fanunictfudsliton (climber) (16) Tinmsavagouiana chloroform
wuhilgndzhidis Plasmodium Tusumaas (in vitro) laniien IC, 10 pg/ml

(2) Garcinia dulcis

UzW& Garcinia dulcis (Roxb.) Kurz \WubiBweulund Gunifere Tudinenineli
Unnghiimslfvslomflumen  adwlsimululasemsideil dah®ana methanol
spsulFandunadoy wuhignamunainsy (IC,, 5 pg/ml) NNMIHIRINBNUMTTTY
WU EMSANEIMSUINEISNEY xanthones waufiennuidandu s uazmnuas
frll (18-19)  wdtalifimsoumsdnnanidnanaGemecidieon  wiaasngu

xanthones L&¢l
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(3) Garcinia cowa
s Duliudu Seaglund Guuifere Tosiifainenmans Garinia cowa
Roxb. wuldmlUlulssmdlng  Tushsnenslunaddlunasradiumssues wdld fa
Wanwme udmaims wasldnnfiunudly (20) MemshsemAdeimun wne
AUMSUENAIluNgs xanthones nantwiin (21-22) walsiwuhireiinsdnwgnde
nanGesasduliviamsngudingn  diehdana methanol aawAansulunagay wu
Piignidhumnanis (IC,, 5 ug/ml)
(4) Goniothalamus tenuifolius

. . . a ] ' P

Goniothalamus tenuifolius King ﬂﬂﬂg’l‘u’nﬁ Annonaceae WU Iitalny  uan

J‘bi -l - e ﬂ’ & ol 4‘ L] t aof -y ‘ﬂ
Nni Bieeiinsnumsaneidadmiuisinnee  bihesiulumaedt wSegndtimw
! a4 o . od S - - o mw - o L w o
Simieulande u G gigantess Bathungluanadeniu digwuansiiignisenamce

J - . al s » . . L] .- 1 :’
HahanN® methanol aUdBNAR G. tenuifoliuss ¥M partition S¥VINUI  Uas

v - o vt L o =
chloroform WaNNFSANA chloroform M@sIRABUNUTRGNEMUINEISY (IC,, 5 pg/ml)
(5) Stephania venosa

E{I‘J:Lﬁaﬂ Stephania venosa Spreng nd Menispermaceae Huwmdan dnindu wiamu

TRt v o P an ) o . w
Tuszitmndumadeden  dwmdeufagloduszlivaandum (wber) Tudseninals
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wilug@iuewmns  Snsoumsdnsmangnueiivantedu (23-26)  leanandems

L

WUFITWIN alkaloids 'luﬂiiu protoberberines, proaporphines tla: aporphines tlﬁiﬁ'\ﬂﬁﬁg
L= J > J - . s N ol J L =4
dnwondanananis WaAEIe methanol nTIdBY wuhilgnsauinaids (IC,,

2 ug/ml)

(6) Prismatomeris sessiliflora

T

. . aye . . . > vl o o
WONATN Prismatomeris sessiliflora Pierre ex Pitard 1# Rubiaceae tﬂumulunm‘luug
1 < : J - ar » L L] . r Jl ) o=
Anwinneae NIRRT DININTNAGIY methanol WANNINFNRD ﬁ’lﬂﬂﬂﬂﬂu WUNU
v -
fandaumnanse (IC,, 10 pg/ml)
('7) Diospyros montana

lafiganmmangnaiivesdiudie | vasusindath Diospyros montana Roxb. W&
Ebenaceae  1AtwWuaslungyl naphthoquinones wanwlia (27-37) lumiideiiwuhd
[ o Ny &£ v -
9 ethyl acetate a9 Hnnsndathiignimumnaisy (IC,, 10 pg/mi)

(8) Murraya siamensis

ol Vol »

v . . & o e - v \
W5 Murraya siamensis {WuighigAnnmanungnuaiudy  Teswussngu

-

carbazole alkaloids (38) FMMMATAVYBIRENA chloroform aesINlHRH wuhiignd

Fhunanie (IC,, 4 ug/ml)
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1.1 Nepenthes thorelii
L ) :‘ g g ] LA L ) w
msanmasmunasmminmasiiuisesniotu 2 dwldun () msadausn
- . o’ I, P v
EEITUIEND uaz (1) MIdaansiayWusvasashuenla
> P I e
(n) msannuﬂﬂtmmwsqnﬁmnﬁqaﬂm
» :' » i adt » 8 - L] [ %4 v
tﬁumumtmaun‘mnmmmguws auuvd (1.3 kg) NNUNNINLAENAA2E ethanol
» : b J"l v-!‘ ] . . » :’ >
(4 x 3 L) idana (30 g) Nlalinin partition Tasly 1 chioroform wae n-butanol 19
r a :’ U ) y ar al L] .
Wudhanah (3.5 g) H@na chloroform (18 g) WazaNA n-butanol (7.8 g) o
o ' < v - - - e -
dfaudazduliunadaugnianuinaids wuhaana chloroform Hgnsanenanis (I1C,,
N "4 ; -~ vt & - - -
=10 pg/ml) dhudanmi uazRane n-butanol lifignd (IC,, > 100 pg/ml) WRENe
chloroform ¥Ynsuenda 1aeds column chromatography 19 silica gel i)y adsorbent e
Y petroleum ether WWax ethyl aceiate W eluant Tudnweoe polarity-gradient wenlady 4

a1u
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vl dluenadnlu petroleum ether/acetone LOLUUES plumbagin [1] (3 g)
%ﬂﬁﬂmauﬁﬁwwmﬂmwﬁqfr nAngUdndds; mp 77-78 °C; EIMS m/z (% relative
intensity) 188 (100), 173 (25), 160 (25), 145 (5), 131 (45), 120 (23), 114 (4),
103 (9), 92 (27), 77 (12), 74 (6), 63 (26), 51 (11); UV (MeOH) A_,, (log £) 209
(4.50), 264 (4.06), 418 (3.58) nm; IR (KBr) v_, 1664, 1455, 1364, 1259 cm™;
'H NMR (500 MHz, CDCl,) & 2,19 (3H, d, J = 1.5 Hz, 2-Me), 6.79 (1H, g, J = 1.5
Hz, H-3), 7.24 (1H, dd, J = 1.8, 7.6 Hz, H-6), 7.59 (1H, dd, J = 7.6, 7.6 Hz, H-7),
7.62 (1H, dd, J = 1.8, 7.6 Hz, H-8), 11.95 (1H, s, 5-OH); “c NMR (125 MHz,
CDCl,) § 16.5 (2-Me), 115.1 (C-4a), 119.2 (C-8), 124.1 (C-8), 132.0 (C-8a),
135.4 (C-3), 136.0 (C-7), 149.6 (C-2), 161.1 (C-5), 184.7 (C-1), 190.2 (C-4).

dundas  llusnTaedd column chromatography 1 silica gel (i adsorbent Tl
chloroform fiu ethyl acetate Wy elvant Tuanwoe polarity-gradient uanléilu 2 dwu

duusmihlluendalaeds preparative thin-layer chromatography laald silica
gel \lu adsorbent W@z petroleum ether - ethyl acetate (85:15) Ju eluant laans
isoshinanolone {2] (14 mg) %ﬁ:‘iﬂ,mauﬁ‘ﬁmqmamwé’qda'lﬂ'ﬁ EIMS m/z (% relative
intensity) 192 (79), 177 (14), 163 (9), 150 (36), 131 (13), 121 (100), 115 (7),

103 (6), 93 (15), 83 (20), 77 (11), 65 (24), 55 (3); UV (MeOH) A__ (log &) 214
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(3.99), 258 (3.8), 332 (3.33) nm; IR (KBr) v, 3101, 1638, 1455, 1343, 1243
cm’’; 'H NMR (500 MHz, CDCl,) § 1.17 (3H, d, J = 6.7 Hz, 2-Me), 2.42 (1H, m,
H-2), 2.56 (1H, dd, J = 4.3, 17.7 Hz, H-3_), 2.86 (1H, dd, J = 17.7, 11.0 Hz, H-
3,), 4.74 (1H, d, J = 2.8 Hz, H-1), 6.92 (1H, d, J = 7.3 Hz, H-8), 6.93 (1H, d, J =
7.3 Hz, H-6), 7.47 (1H, dd, J = 7.3, 7.3 Hz, H-T7), 12.40 (1H, s, 5-0H); '°C NMR
(125 MHz, CDCly) § 16.1 (2-Me), 34.4 (C-2), 40.7 (C-3), 71.1 (C-1), 114.9 (C-
4a), 118.1 (C-6), 118.6 (C-8), 136.9 (C-7), 145.0 (C-8a), 162.7 (C-5), 204.7
(C-4).

dauvdnhllusndeludnuneadieiuuald petroleum ether - ethyl acetate
(8:2) (T eluant lAans octadecy! caffeate [3] (25 mg) ﬁqa’iﬂmauﬁ'ﬁmqmﬂmwﬁqdalﬂﬁ
EIMS m/z (% relative intensity) 432 (11), 180 (42), 163 (28), 111 (11), 97 (22),
83 (43), 69 (53), 55 (73), 43 (100); IR (KBr) v, 3500, 2990, 2800, 1700,
1610, 1230, 1190 cm™’; 'H NMR (500 MHz, pyridine-d,) & 0.87 (3H, dd, J = 7.0,
7.0 Hz, H-18°) 1.24 - 1.31 (m, 30H, H,-3" - H,-17"), 1.68 (2H, m, H,-2"), 4.29
(2H, dd, J = 6.7, 6.7 Hz, H-1"), 6.65 (1H, d, J =15.9 Hz, H-2), 7.22 (1H, d, J = 8.2
Hz, H-5'), 7.20 (1H, dd, J =1.8, 8.2 Hz, H-6"), 7.62 (1H, d, J =1.8 Hz, H-2"), 8.01

(1H, d, J = 15.9 Hz, H-3); '°C NMR (125 MHz, pyridine-d,) 8 14.3 (C-18"), 22.9,
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26.3, 29.2, 29.6, 29.8, 29.9, 30.0, 32.1 (C-3" - C-17"), 29.6 (C-27), 64.4 (C-
17), 115.1 (C-2), 115.8 (C-27), 116.7 (C-6°), 122.0 (C-5'), 126.9 (C-1"), 145.8
(C-3), 147.7 (C-4"), 150.5 (C-3’), 167.6 {(C-1).
dufiay  luuenlunednizes sephadex LH 20 Tagld methanol (fu eluant uda
W lJuenaslass preparative TLC UMuAY silica gel 1% toluene — ethyl acetate (95:5) (Tlu
developing solvent usnlaas 2-methylnaphthazarin [4] (2 mg) -‘B'Qﬁqmauﬁ'ﬁmqmﬂmw
5\161'311]17: EIMS m/z (% relative intensity) 204 (94), 189 (83), 175 (18), 161 (76),
156 (39), 147 (39), 141 (27), 133 (53), 128 (18), 119 (71), 105 (100), 91
(87), 81 (47), 77 (42), 67 (23), 61 (10), 55 (26); IR (KBr) v_, 2922, 1640,
1230 cm™; 'H NMR (500 MHz, CDCL,) 5 2.01 (3H, d, J = 1.5 Hz, 2-Me), 6.81 (g, J
= 1.5 Hz, H-3), 7.20 (1H, d, J = 8.9 Hz, H-7), 7.29 (1H, d, J = 8.9 Hz, H-6),
12.60 (2H, s, 5-OH uaz 8-OH); °C NMR (125 MHz, CDCl,) §16.6 (2-Me), 115.5
(C-4a), 124.3 (C-6), 128.2 (C-8a), 134.9 (C-3), 135.6 (C-8), 138.0 (C-7),
150.0 (C-2), 161.4 (C-5), 185.2 (C-1), 190.5 (C-4).
ﬁ]uﬁlﬁ Wldusnlae?s column chromatography 2 ﬂ‘i‘l F!%Ll.‘iﬂ'lﬁ' silica gel FplY
i petroleum ether — ethyl acetate (8:2) WaNINUBAABAIY silica gel TN petroleum

ether — acetone (7:3) 1Aa5 droserone [5] (7 mg) é@ﬁﬂmauﬁ'ﬁmqmﬂmwﬁ'qrvia'lﬂﬁ
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EIMS m/z (9% relative intensity) 204 (53), 158 (19), 147 (61), 130 (45), 121 (48),
97 (9), 91 (48), 83 (22), 75 (35), 69 (26), 63 (79), 55 (81); UV (MeOH) A__
(log €) 228 (4.70), 279 (4.68), 401 (4.15) nm; IR (KBr) v, 3485, 1626, 1450,
1100 cm™; 'H NMR (500 MHz, CDCl,) 5 2.10 (3H, s, 2-Me), 7.20 (1H, dd, J = 1.2,
8.2 Hz, H-6), 7.23 (1H, br s, 3-OH), 7.62 (1H, dd, J = 7.7, 7.7 Hz, H-7), 7.66
(1H, dd, J = 1.2, 7.7 Hz, H-8), 11.1 (1H, s, 5-OH); *°C NMR (125 MHz, CDCL,) &
8.8 (2-Me), 112.9 (C-4a), 119.6 (C-8), 121.8 (C-2), 123.2 (C-6), 132.7 (C-
8a), 137.5 (C-7), 152.8 (C-3), 161.2 (C-5), 184.2 (C-1), 184.5 (C-4).

thnshusnldmmuaninmnlasain Tesdensiaumnivasnsmmeninea
s wenSsuinudaysiiigneaulinau Iddsagudcil

@5 plumbagin (1] (39-41) lavmsAnwmgmuauiting ¥C NMR waessiiate
aztdnalasldineiin DEPT, HMQC uax HMBC @At wudh - 'C NMR assignments 424
msﬁﬁﬁpjﬂmmﬁﬁawﬁwﬁ Tauawizatheiia C-2, C-6, C-7, C-8, C-4a uas C-8a
(21) fanuiiawaeaasimiunly

@15 isoshinanolone [2] (39, 42) lémsmesay NMR dimdadeldud 'H-"H

COSY, NOESY, DEPT, HMQC wa: HMBC Hiufulaseadnuasansdanan uandnii

w lew ¥ v o 13. . "“l v ¢
YBYEN ﬁﬂqmtl'lﬂﬁ'lmiﬂm C NMR assignment 383d195U AaNUYTH
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¥ o 1 1
19 octadecyl caffeate [3] (43) levmIn@aams H- H COSY, NOESY, DEPT,
o - v e v o o 13 o a
HMQC uax HMBC tinGauhudesiuiior  C NMR assignments 2898151 18990
LaifigAnwiannau
. L 3 1 1
@5 methylnaphthazarin [4] (44) l@inisnease H- H COSY, NOESY, DEPT,
o a a . &1 3
HMQC uaz HMBC Wuifisia complete assignments #8999 H ust C NMR
J ar Tand W, L]
resonances (Rae N LiflgAnmanriauy
v . 1 1
5 droserone [5] (45) ldvinmsnaaas H- H COSY, NOESY, DEPT, HMQC uay
o a e 13 . ol v v
HMBC tiisdniiauily  C NMR assignments Niigisienuli (46)
o ¢ o & P v
() msaqtﬂﬂanaqwumsmmmuun'lﬂ
o | Ve = W . w
({1899INE3 plumbagin MusnlafitFunaenn (3 g) Wlaldas plumbagin  Handm
3 L ar J 1 » L x o )
dussmdulumsfasnedmsiiilasasnanaanld lamsauiudnadu 7 olie &3
) : ¥ » ) l = » ] ]
wanilmh lUAnwmauenidne NMR agnazidealatldinalin HMQC uas HMBC the
. 1 13 . . ¢ Xo . oLy
Tums™ H uaz € NMR assignments agwanysel  usnnniidahluneasugnamu
wadsdafuisysfnadulslenlumsdenlmamdumiudszninlanaiuiuons

B INGuil
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MIFATIEHREIS 5-methoxy-2-methyl-1,4-naphthoquinone [6])

avay plumbagin (1) 750 mg U chloroform 10 ml 1w sitver (1) oxide 3 g uat
jodomethane 15 ml AUMLIA AU nsBud) filtrate sznlidld 5-methoxy-2-
methyl-1,4-naphthoguinone [6] (737 mg) Hfianmuiamemsnwidaluil EIMS m/z
(% relative intensity) 202 (100), 189 (8), 173 (22), 156 (15), 145 (12), 128 (14),
115 (22), 104 (26), 88 (14), 76 (42), 69 (12), 55 (17), 39 (26), 32 (11); IR
(KBr) v, 2800, 1660, 1590, 1430, 1300, 1220 cm '; 'H NMR (500 MHz, CDC,)
52.14 (3H, d, J = 1.5 Hz, 2-Me), 4.01 (3H, s, 5-OMe), 6.74 (1H, q, J =1.5 Hz, H-
3), 7.29 (1H, dd, J = 0.9, 8.7 Hz, H-6), 7.66 (1H, dd, J = 8.7, 8.7 Hz, H-7), 7.76
(1H, dd, J = 0.9, 8.7 Hz, H-8); '’C NMR (125 MHz, CDCl,) & 15.8 (2-Me), 56.4
(5-OMe), 117.6 (C-4a), 119.3 (C-6), 120.0 (C-8), 134.4 (C-8a), 134.6 (C-3),
137.8 (C-7), 145.4 (C-2), 159.4 (C-5), 184.5 (C-4), 185.8 (C-1). AMINUAMN
'H usz ’C NMR mmsﬁmﬂﬁvﬁﬁ@'ﬂaﬂu‘l'? (40, 47)

M3UATIEVES 5-methoxy-2-methyl-1,4-naphthoquinone- 2, 3-epoxide [7]

Ejua‘l‘iaza‘lﬂtlm 5-methoxy-2-methyl-1,4~naphthoquinone [6] 700 mg Tu

v a -t Y
1 10 ml uau@auasara LAAUAIY hydrogen ide 1 ml sodium
methano o f-!qam?‘lmﬂmufnih if'lgﬁmﬁgﬁi’cﬁﬁn'].) %&)mw
"l}"

‘:‘1711’['4 DI LGH LN e we " ‘
_ o EVH9TY T o s ko A o adati m‘f’g‘mi 1
carbonate solution (5% w/v) 31RNHNT b HNWN\&%:WH it Reaetion xf %:‘Lﬂ
H3.298-0455 Tnadis 29%-0476 ﬁ,mw
I‘_imml- page : hupiwww .t or th
l:-m:ul:lrl‘-iulhwlrf'.nr,ih ‘E*. P

AL
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anafadY chloroform 70 ml aRadlmnszs Wi ldans 5-methoxy-2-methyl-
1,4~naphthogquinone-2,3-epoxide (7} (517 mg) %qﬁﬂmauﬁ'ﬁmqmﬂmwﬁﬁf EIMS m/z
(% relative intensity) 218 (100), 203 (32), 189 (29), 175 (44), 161 (34), 147
(23), 135 (35), 119 (30), 91 (21), 76 (61), 63 (32), 50 (29), 43 (92), 32 (18);
IR (KBr) v 2947, 2922, 1690, 1588, 1451, 1255 cm ; 'H NMR (500 MHz,
CDCL,) § 1.71 (3H, s, 2-Me), 3.83 (1H, s, H-3), 3.95 (3H, s, 5-OMe), 7.27 (1H, J
= 0.9, 7.9 Hz, H-6), 7.56 (1H, dd, J = 0.9, 7.6 Hz, H-8), 7.64 (1H, dd, J = 7.6, 7.6
Hz, H-7); *C NMR (125 MHz, CDCl,) & 14.4 (2-Me), 56.4 (5-OMe), 61.5 (C-2),
61.6 (C-3), 117.6 (C-6), 119.5 (C-8), 120.5 (C4a), 134.3 (C-8a), 135,0 (C-7),
158.9 (C-5), 191.2 (C-4),192.9 (C-1). a"mfmaﬁrja’fqmﬂzw’ﬁ (46) ualifinesy
AuANTAnN H uas | 'C NMR

M3§UATIEN 3-hydroxy=5-methoxy-2-methyl-1,4-naphthoquinone [8)

11 5-methoxy-2-methyl-1,4-naphthoquinone-2,3-epoxide [7] 400 mg ML{N
sulfuric acid 474 1 ml 389U reaction mixture WimuThFuawdnhluwiludnmhuds
dnhaslunufiueznaudivdasanann  nsaumaznauiild mliuds Todluans s-
hydroxy~5-methoxy- 2-methyl-1,4-naphthoquinone [8] 37 242 mg %qﬁﬂmauﬁﬁmq

mﬂmwﬁ'\ﬁf EIMS m/z (% relative intensity) 218 (100), 200 (7), 189 (10), 172
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(18), 147 (14), 131 (14), 105 (13), 91 (12), 84 (18), 76 (29), 65 (15), 55
(30), 43 (35), 32 (50); IR (KBr) v__ 3255, 2811, 1658, 1636, 1538, 1202 cm’’;
'H NMR (500 MHz, CDC,) 8 2.07 (3H, s, 2-Me), 4.03 (3H, s, 5-OMe), 7.24 (1H,
dd, J = 0.8, 8.4 Hz, H-6), 7.69 (1H, dd, J = 8.4, 8.0 Hz, H-7), 7.71 (1H, s, 3-OH),
7.79 (1H, dd, J = 0.8, 8.0 Hz, H-8); °C NMR (125 MHz, CDCL,) & 8.4 (2-Me),
56.5 (5-~OMe), 116.6 (C-6), 116.9 (C-4a), 118.0 (C-2), 119.6 (C-8), 135.2 (C-
8a), 136.2 (C-T7), 153.6 (C-3), 160.0 (C-5), 179.6 (C-4), 184.8 (C-1). AM
AR UV uay 'H NMR aasansfinseiudiiignaaly (48)

Nadunged 3-acetyloxy-5-methoxy-2-methyl-1,4-naphthoquinone [9]

M5 3-hydroxy-5-methoxy-2-methyl-1,4-naphthoquinone [8] 40 mg azanslu
pyridine 0.5 ml (AN acetic anhydride 1 ml AUALIANAY  wdidmhinnaiame
chloroform 1h#u chloroform anfAMiday anhydrous Na,SO, udsemsliuildms 3-
acetoxy- 5-methoxy- 2-methyl- 1,4-naphthoquinone [9] 20 mg %Qﬁamauﬁ'ﬁnwmﬂmw
¢ail EIMS m/z (% relative intensity) 260 (2), 218 (85), 200 (12), 172 (12), 161
(9), 131 (6), 91 (6), 76 (15), 63 (9), 55 (14), 43 (100), 32 (7); IR (KBr) v,
3454, 1663, 1276, 1165 cm ; 'H NMR (500 MHz, CDCl,) & 2.06 (3H, s, 2-Me),

2.40 (3H, s, 3-OCOMe), 4.00 (5-OMe), 7.28 (1H, dd, J = 0.9, 7.9 Hz, H-6), 7.67
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(1H, dd, J = 7.6, 7.9 Hz, H-7), 7.79 (1H, J = dd, 0.9, 7.6 Hz, H-8); °C NMR (125
MHz, CDCL,) 6 9.6 (2-Me), 20.4 (3-OCOMe), 56.5 (3H, 5-OMe), 117.8 (C-6),
118.5 (C-4a), 119.4 (C-8), 133.5 (C-2), 134.3 (C-8a), 135.2 (C-7), 151.9 (C-
3), 160.1 (C-5), 167.9 (3-OCOCH,), 176.6 (C-4), 185.0 (C-1). a3 iineiine

-l Vo

nuhmulusssund wiadidfuansintau

MIduATIEE 3,5-dimethoxy- 2-methyl-1,4-naphthoquinone [10]

dea1edd 3-hydroxy-5-methoxy-2-methyl-1,4-naphthoquinone [8] 70 mg Tu
chloroform 10 ml #¥ silver (I) oxide 400 mg was methyl iodide 10 mg ﬂuﬁ\iwﬁ‘wﬁu
W reaction mixmre Pldnszmeliude udniinuenaafaeds preparative thin-layer
chromatography (silica gel, petroleum ether — ethyl acetate 7:3) loes 2 wiladia 3,5-
* dimethoxy-2-methyl-1,4-naphthoquinone [10]} (12 mg) tae @5 11 (7 mg)

@5 10 :‘iamauﬁamqmﬂmwﬁqﬁ EIMS m/z (% relative intensity) 232 (100),
217 (42), 202 (13), 189 (23), 173 (22), 159 (12), 145 (10), 135 (16), 115
(20), 91 (12), 76 (43), 63 (23), 55 (20), 39 (26); IR (KBr) v, 3471, 2970,
9847, 1690, 1584, 1256 cm '; 'H NMR (500 MHz, CDCl,) & 2.50 (3H, s, 2-Me),
4.00 (5-OMe), 4.11 (3-OMe), 7.25 (1H, dd, J = 1.1, 8.8 Hz, H-6) 7.63 (dd, J =

8.8, 8.8 Hz, H-7), 7.73 (1H, dd, J = 1.1, 8.8 Hz, H-8); "°C NMR (125 MHz, CDCl;)
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§ 8.9 (2-Me), 56.4 (5-OMe), 60.9 (3-OMe), 117.2 (C-6), 118.9 (C-8), 119.3
(C-4a), 128.9 (C-2), 134.4 (C-8a), 134.7 (C-7), 158.7 (C-3), 159.5 (C-5),
180.2 (C-4), 185.8 (C-1). Amawiann 'H NMR ssnsiinssfuiiignenuly (49)

a3 11 Jlasadiaiiu 2,2-dimethyl- 3-hydroxy-3-methoxycarbonyl- 4-methoxy-
1H-inden-1-one uatiAMENTANNABAWAIT HRFABMS 265.1088 (M+H) caled. for
C,,H,,0, (265.1076); EIMS m/z (% relative intensity) 264 0.1), 205 (100), 190
(9), 175 (2), 144 (3), 115 (3), 91 (4), 77 (4), 63 (2), 51 (2), 45 (6), 32 (1); IR
(KBr) v, 3443, 2961, 2931, 1726, 1272, 1004 cm™"; "H NMR (500 MHz, CDC,)
5 1.12 (3H, s, 2-Me), 1.22 (3H, s, 2-Me), 3.67 (3H, s, 3-COOMe), 3.90 (3H, s,
4-OMe), 7.11 (1H, 4, J = 7.93 Hz, H-5), 7.40 (1H, dd, J = 0.6, 7.6 Hz, H~7), 7.48
(1H, dd, J = 7.6, 7.6 Hz, H-6); 'C NMR (125 MHz, CDCl,) & 18.3 (2-Me), 23.0
(2-Me), 52.9 (3-COOMe), 55.0 (C-2), 55.8 (4-OMe), 82.1 (C-3), 115.8 (C-7),
116.2 (C-5), 131.5 (C-6), 137.2 (C-7a), 138.2 (C-3a), 157.0 (C-4), 174.1
(OCOMe), 206.3 (C-1). s bifig3imnrau

MIUATIYA 3-cholro-2-methyl-5-methoxy-1,4-naphthoquinone [12]

W15 5-methoxy- 2-methyl~1,4-naphthoquinone-2,3-epoxide [7] 70 mg 3

a::mﬂﬁ'l")tl 59 HCl Tu MeOH 20 mi 487 reflux tHutan 2 B3, 1 reaction mixture Tuinu
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ion-exchange column uaninuendalasds preparative TLC o ans 3~cholro-2-methyl-
5-~methoxy-1,4~-naphthoquinone [12} 12 mg Ltazmsﬁtﬂuuawaaﬂlﬁﬁﬂ 2 #laAp 3-
hydroxy-5-methoxy-2-methyl-1,4~naphthoquinone [8] 14 mg War #7 3,5-dimethoxy-
2-methyl-1,4-naphthoquinone [10] 10 mg

&5 12 Samaniamememwail EIMS m/z (% relative intensity) 238 (36), 236
(100), 219 (4), 201 (28), 186 (8), 171 (48), 158 (9), 143 (70), 130 (11), 115
(90), 102 (32), 91 (16), 76 (57), 63 (35), 50 (24); IR (KBr) v_, 3400, 2800,
1656, 1585, 1321, 1275, 1055 cm™; 'H NMR (500 MHz, CDCl,) & 2.30 (3H, s, 2-
Me), 4.02 (3H, s, 5-OMe), 7.34 (1H, dd, J = 0.9, 8.4 Hz, H~-6), 7.68 (1H, dd, J =
7.6, 7.6 Hz, H-7) 7.77 (1H, dd, J = 0.9, 7.6 Hz, H-8); “C NMR (125 MHz, CDCl,}
5 14.1 (2-Me), 56.5 (5-OMe), 117.9 (C-86), 119.2 (C-4a), 119.7 (C-8), 133.9
(C-8a), 135.1 (C-7), 142.4 (C-3), 145.0 (C-2), 160.0 (C-5), 176.0 (C-4),

182.9 (C-1). STliweinsnrimulussamanisduanzhnnay

1.2 Garcinia dulcis
ihwdenda (27 kg) Mndeninagsn nduliaziBen udutae 95% ethanol (4 x

N - . ’ - » :‘ . o or
30 L) ihivafaldinh partiion 938 chloroform, n-butanol Waxul OHAEN
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chloroform (1C,, 5 pg/ml) nusnaelagdd quick column chromatography (silica gel,
hexane~EtOAc, polarity gradient) wiusléifiu 4 i thdfisaunusndade sephadex
LH-20 078 eluant @8 MeOH 11 eluate ﬂﬁmszmﬂ'lﬁuﬁa laas 1,7-dihydroxyxanthone
[13) (7 mg) %qiiqmﬁnﬁﬁmmwmwé’qﬁalﬂﬁ mp 238-240 °C; UV (MeOH) X 385,
287, 259, 234 nm; IR (film) v__ 3500, 2960, 1630, 1460, 1220 cm '; EIMS m/z
(% relative intensity) 228 (M’, 100), 200 (18), 172 (5), 171 (12), 144 (17), 115
(42), 107 (15), 89 (14), 63 (41), 53 (24); 'H NMR (500 MHz, DMSO-d,) & 6.77
(1H, dd, J = 8.2, 0.6 Hz, H-2), 7.03 (1H, dd, J = 8.2, 0.6 Hz, H-4), 7.35 (1H, dd, J
= 8.8, 3.0 Hz, H-6), 7.44 (1H, d, J = 3.0 Hz, H-8), 7.53 (1H, d, J = 8.8 Hz, H-5),
7.69 (1H, d, J = 8.2, 8.2 Hz, H-3), 10.7 (1H, s, 7-OH), 12.62 (1H, s, 1-OH); "°C
NMR (125 MHz, DMSO-d,) 8 107.1 (C-4), 107.7 (C~8), 107.8 (C-9a), 109.6 (C-
2), 119.3 (C-5), 120.4 (C-8a), 125.5 (C-6), 137.1 (C-3), 149.3 (C-10a), 154.1
(C-7), 160.8 (C-1). ﬁagamﬁ’nﬁmsqﬁumﬁﬁé’ﬂﬂnuh” (50-51)
vhduiaaanuendy sephadex LH-20 Tagf CHCL -MeOH (1:1) iTu eluant w3
Q’Iﬂﬁizmﬂ eluate HuNalaans 12b-hydroxy—-des-D-garcigerrin A [14] (22 mg) %qﬁﬂm
auﬁ’ﬁm\amﬂmwﬁwﬁlﬂﬁ mp 220-222 °C; UV A__ 406, 316, 265, 248 nm; IR

(film) v, 3300, 2960, 1585, 1460, 1290 cm'l; EIMS m/z (% relative intensity) 312
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(M, 66), 297 (100), 279 (22), 271 (22), 269 (16), 257 (31), 229 (3), 189 (7),
141 (12), 137 (11), 121 (8), 107 (8), 91 (4), 77 (10), 65 (10), 53 (9); 'H NMR
(500 MHz, DMSO-d,) 1.46 (6H, s, H,-4 uaz H,-5), 4.99 (1H, dd, J = 18.0, 1.5 Hz,
H-3'a), 5.00 (1H, 1, J = 10.3, 1.5 Hz, H-3'b), 6.23 (1H, dd, J = 18.0, 10.3 Hz, H-
2"), 7.27 (1H, s, H-3), 7.28 (1H, t, J = 7.9 Hz, H-7), 7.34 (1H, dd, J = 7.9, 1.5
Hz, H-6), 7.59 (1H, dd, J = 7.9, 1.5 Hz, H~-8), 12.75 (1H, s, 1-OH); °C NMR (125

MHz, DMSO-d,) § 26.4 (C-4' uas C-5"), 40.0 (C-1"), 108.2 (C-9a), 110.7 (C-3'
a), 114.7 (C-8), 120.5 (C-8a), 120.8 (C-86), 122.0 (C-3), 127.5 (C-2), 136.2
(C-4), 141.2 (C-4a), 144.7 (C-10a), 146.4 (C-5), 146.6 (C-2'), 151.0 (C-1),

L 4 t H" [ 1) Jd t »
182.8 (C-9). wagammumqnumnuqumh

1h3ef® chloroform 3180 50 g WHNEIY sephadex LH-20 U1 elute #28 MeOH
i danneanldiiiu 4 du thaufmunuendade sephadex LH-20 i 7
(A-G) Wd B IJ‘ILLElﬂ‘I:I"'IﬁnFI‘f\'Iﬁ"Jﬂ centrigual thin-layer chromatography W% preparative
thin-layer chromatography ulaes 1-0O-methylsymphoxanthone [15] (9 mg) %ﬂﬁf]m
auﬁ'ﬁmqmﬂmwé’qﬁ EIMS m/z (% relative intensity) 342 (M, 11), 324 (4), 295

(11), 281 (15), 2671(18), 255 (9), 239 (6), 152 (20), 115 (27), 91 (21), 77

(65), 63 (39), 53 (79), 41 (100), 31 (18); UV (MeOH) A, 257, 320 nm; IR
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.1

(film) v, 3300, 1600, 1490, 1200 cm ; 'H NMR (500 MHz, DMSG-d,) & 1.59
(6H, s, H,-4" waz H-5"), 3.74 (3H, s, OMe), 5.01 (1H, dd, J = 10.6, 1.2 Hz,
H-3'b), 5.09 (1H, dd, J = 17.7, 1.2 Hz, H-3a), 6.39 (1H, dd, J = 17.7, 10.6 Hz,
H-2"), 6.88 (1H, d, J = 8.8 Hz, H-7), 7.26 (1H, s, H-3), 7.45 (1H, d, J = 8.8 Hz,
H-8); '°C NMR (125 MHz, DMSO-d,) & 26.8 (C-4’ uaz C-5"), 40.2 (C-1"), 60.6
(OMe), 111.2 (C-3'a), 112.4 (C-7), 115.2 (C-8a), 115.9 (C-8), 116.2 (C-9a),
121.1 (C-3), 132.2 (C-4), 132.4 (C-5), 143.3 (C-1), 145.1 (C-2), 145.3
(C-10a), 146.6 (C-2"), 147.9 (C-4a), 150.2 (C-6), 175.1 (C-8). P2ya H NMR
mqﬁuﬁﬁ@'ﬂﬂﬂu'ﬁ (54) Tumsdnwmilldimsudly °c NMR assignrﬁents Agiineg
ald (54) lngadamanisnaass HMQC uaz HMBC

thaw C wuenaamsds centrifugal thin-layer chromatography ot 2 dw dw
wsnFad polarity ganinillueneIwIF preparative TLC 105 symphoxanthone [16] (20
mg) dmidesded polarity WasnimilUusndae sephadex LH-20 Tauii MeOH iflu
solvent ledns garciniaxanthone [1'7) (20 mg)

s 16 UaauURmanenIwesil EIMS m/z (% relative intensity) 328 (M, 86),

313 (41), 295 (100), 287 (43), 267 (65), 189 {(26), 170 (27), 153 (46), 91
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(31), 77 (51); UV (MeOH) A_,, 257, 320 nm; IR (film) v__ 3300, 1600, 1490,
1200 cm™'; 'H NMR (500 MkHz, DMSO-d,) & 1.57 (6H, s, H,-3' waz H,-4"), 4.99
(1H, dd, J = 10.6, 1.2 Hz, H-3'b), 5.08 (1H, dd, J = 17.7, 1.2 Hz, H-3"a), 6.32 (dd,
J=17.7, 10.6 Hz, H-2"), 6.94 (1H, d, J = 8.8 Hz, H~7), 7.23 (1H, s, H-3), 7.52
(1H, d, J = 8.8 Hz, H-8), 12.96 (1H, s, 1-OH); °C NMR (125 MHz, DMSO-d,) &
26.8 (C-3' wax C-4"), 39.7 (C-1"), 108.2 (C-9a), 111.0 (C-3'a), 112.3 (C-8a),
113.1 (C-7), 115.7 (C-8), 122.0 (C-3), 124.7 (C-4), 132.7 (C-5), 138.6 (C-
4a), 145.9 (C-1), 146.2 (C-2), 146.4 (C-10a), 152.1 (C-6), 181.3 (C-9). ﬁ’aga
'H NMR asstuilgnenuld (19) widdlififdnw *c NMR
a9 17 ﬁamauﬁﬁmqmamwﬁeﬁr EIMS m/z (% relative intensity) 464 (M, 4),
339 (17), 325 (13), 69 (48), 55 (33), 44 (100); UV (MeOH) A__ 255, 325 nm;
IR (film) v__ 3500, 1650, 1450, 1270 cm ; 'H NMR (500 MHz, DMSO-d,) & 1.50
(3H, s, H,-9"), 1.57 (3H, s, H,-8"), 1.61 (3H, s, Hy-5"), 1.69 (8H, s, H;-10"),
1.91 (2H, 1, J = 7.3 Hz, H,~4"), 2.00 (1H, ud, J = 7.3, 6.7 Hz, H-5""), 3.31 (iH, d,
J=6.1 Hz, H-1"), 3.95 (H-1"), 4.98 (3H, m, H-2', H-2" uaz H-6"), 6.10 (1H, d,

J = 2.1 Hz, H-2), 6.34 (1H, d, J = 2.1 Hz, H-4), 13.54 (1H, s, 1-OH); "°C NMR
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(125 MHz, DMSO-d,) & 16.0 (C-10"), 17.4 (C-8"), 17.8 (C-4"), 24.1 (C-1"),
25.4 (C-5" uar C-9"), 26.0 (C-5"), 27.8 (C-1"), 39.0 (C-4""), 93.0 (C-4), 97.6
(C-2), 102.1 (C-9a), 110.1 (C-8a), 122.8 (C-2"), 124.0 (C-6"), 124.4 (C-2"),
125.2 (C-7), 129.4 (C-3"), 129.9 (C-5), 130.6 (C-7"), 132.9 (C-8), 134.3 (C-
3"y, 145.7 (C-10a), 149.8 (C-6), 156.1 (C-4a), 163.1 (C-1), 164.4 (C-3),
181.8 (C-9). Tayamaianfuiigneanly (54)

1.3 Garcinia cowa

Wuwdanduszirnnnauduing ausnirmand poansoboningds suui
(2 kg) vugly ethanol (8 x 3 L) ld&safia (50 g) drmadaugnidnenmGuwuiil
M IC,, (AU 5 pg/ml wkdafadanan aandu 3 dnurh fu udsrdnailiuen
@ane38 quick column chromatography leely silica gel (u adsorbent wazdi eluant fia
hexane, toluene ez Et0Ac iy 8 dau (a-H) Tanihiwnin 0.6, 1.9, 8.5, 3.1, 2.4,
17.1, 7.0 Lag 0.3 g Mudnu

hau A whmsusnpandiudiutasa1eds column chromatography laeld silica
gel waz CHCI, Whdhugsefiany (240 mg) snusndalUBndedd column chromatography
Touly silica gel i adsorbent uay solvent Fufiuvasnaisswin hexane fu AcOE: lu

o . . . -l o " o =
&nuniz polarity gradient elution Auusnasnlaiudn 6 dw hdunamanyinsenuan
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Tu hexane 1atthuans 7-0O-methylgarcinone E [18] (4 mg) %ﬂﬁf]mauﬁamemﬂmwﬁQﬁ
EIMS m/z (% relative intensity) 478 (M, 89), 451 (29), 435 (99), 407 (100), 391
(25), 379 (35), 367 (20), 353 (31), 323 (43), 285 (26), 183 (33), 168 (41), 69
(61); HRMS (FAB) 479.2430 [M+H], calculated for C,,H,.0, (479.2434); 'H NMR
(500 MHz, DMSO-d,) & 1.67 (6H, br s, H,-5" wax H,-5""), 1.75 (3H, br d, J =
1.22 Hz, H,~5), 1.81 (3H, br d, J = 0.92 Hz, H,-4""), 1.83 (3H, br d, J = 0.91 Hz,
H,-4'), 1.85 (3H, br d, J = 0.92 Hz, H,-4"), 3.44 (2H, br d, J = 7.37 Hz, H,-1"),
3.55 (2H, br d, J = 7.33 Hz, H,-1"), 3.79 (3H, s, 7-OMe), 4.05 (2H, br d, J = 6.41
Hz, H,-1""), 5.25 (14, m, H-2""), 5.27 (1H, m, H-2"), 5.28 (1H, m, H-2'), 6.15
(1H, br s, 3-OH), 6.39 (1H, br s, 6-OH), 13.82 (1H, s, 1-OH); '°C NMR § 17.9
(C-4" uaz c-4"), 18.1 (C-4'"), 21.4 (C-1"), 22.6 (C-1"), 25.8 (C-5', C-5" uaz
c-5'"), 26.4 (C-1""), 93.2 (C-4), 103.6 (C-9a), 108.3 (C-2), 111.9 (C-8a),

113.9 (C-5), 121.1 (C-2"), 121.5 (C-27), 123.5 (C-2'"), 131.8 (C-8), 132.6

(c-3"), 133.9 (C-3""), 135.7 (C-3"), 142.2 (C-17), 152.3 (C-6), 153.5 (C-10a),
A’d ] ]
155.0 (C-4a), 160.5 (C-1), 161.5 (C-3), 182.4 (C-9). asitluasind laidigfla

WUNINBY
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Whidu B inmsusnaaluhuau@ennu  nande 1995 repetitive chromatography
gy 3 s udasaield silica gel ({u adsorbent Tagld CHCL, Tud eluant Tuada
usn dnluasiisosuarmaniildunmanseing hexane uazr AcOE: Tudnwaue polarity-
gradient 1ddntasFainnantdnlu hexanesAcOE: 18313 cowanin [18) (10 mg) %’qﬁﬂm
Huﬁﬁmqmsmwﬁ'vj’ EIMS m/sz (% relative intensity) 424 (M, 46), 381(27), 369
(41), 368 (30), 353 (100), 354 (25), 325 (19), 323 (12), 299 (28), 169 (20);
"H NMR (500 MHz, CDCl,) 3 1.66, 1.67, 1.78, 1.81 (3H each, s, H-4', H,~5", H,-
4" uax H,-5"), 3.33 (2H, 4, J = 7.01 Hz, H,-1"), 3.79 (3H, 5, 7-OMe), 3.88 (3H,
s, 3-OMe), 4.08 (2H, d, J = 6.1 Hz, H,~1"), 5.21 (1H, m, H-2"), 5.24 (1H, m, H-
2"), 6.31 (1H, s, 6-OH), 6.32 (1H, s, H-4), 6.81 (1H, s, H-5), 13.39 (1H, s, 1-
OH); '°C NMR 8 16.1 (C-4"), 17.4 (C-9"), 17.6 (C-4"), 20.9 (C-1), 25.3 (C-
10"), 25.4 (C-5'), 25.6 (C-1"), (26.0 (C-6"), 39.3 (C-5"), 60.1 (7-OMe), 92.2
(C-4), 101.7 (C-5), 101.9 (C-9a), 109.6 (C-2), 109.9 (C-8a), 122.5 (C-2'),
123.7 (C-2"), 124.1 (C-7"), 130.3 (C-3"), 130.4 (C-8""), 136.4 (C-8), 143.3

(C-7), 154.1 (C-4a), 154.5 (C-10a), 156.8 (C-6), 159.9 (C-1), 162.2 (C-3),



181.2 (C-9). foyawmmilassfuiiignenuly (22) udamamnitng c NMR folaifis
Anw

W C MnuendadItdBs repetitive chromatography s 3 A% udavafild
silica gel 1flud1 adsorbent eeld CHEL, dlu eluant Tundausnuazafaiians dnilupdesi
il e, Iddntatininananwdnlu MeoH 1das cowanol [20] (100 mg) Fadl
qmauﬁ'ﬁmqmsmwﬁqff EIMS m/z (% relative intensity) 478 (M, 15), 410 (10), 409
(41), 354 (19), 353, (81) 297 (13); 'H NMR (500 MHz,) & 1.49, 1.51, 1.60,
1.71, 1.75 (3H each, s, H,~4', H,-5', H,~4", H-8" uaz H,-10"), 1.90 (2H, m,
H,-5"), 1.97 (2H, m, H,-6"), 3.19 (2H, br d, J = 7.02 Hz, H,-1"), 3.69 (3H, s, 7~
OMe), 4.00 (2H, br d, J = 6.67 Hz, H,~1"), 5.17 (2H, m, H-2" and H-2"), 6.32
(1H, s, H-4), 6.78 (1H, s, H-5), 13.69 (1H, s, 1-OH); "'C NMR (125 MHz,
DMSO-d,) 8 16.1 (C-4"), 17.4 (C-9"), 20.4 (C-2"), 21.1 (C-5"), 25.3 (C-10"),
26.0 (C-8"), 25.6 (C-1""), 39.3 (C-5"), 59.6 (C-4"), 60.1 (7-OMe), 92.9 (C-4),
101.8 (C-5), 101.9 (C-9a), 109.3 (C-2), 109.9 (C-8a), 123.4 (C-2), 123.7 (C-

2"y, 124.1 (C-7"), 130.5 (C-8"), 135.1 (C-3'), 133.8 (C-3"), 136.5 (C-8),
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- 143.3 (C-7), 154.6 (C-10a), 154.2 (C-4a), 156.9 (C-8), 159.9 (C-1), 162.2 (C-
3), 181.2 (C-9). siignanuli (22) uaseliiAnmammniang °c NMR
hdu D susnaaads repetitive chromatography TanlnyaanansEnI hexane
fiu AcOEt iU eluant Tudnwe polarity-gradient wanaanimiiu 5 dudos
dutanusnluanednlu MeOH 1Am3s cowaxanthone [21] (200 mg) ’ifqﬁqm
SUURNRMEAINGST] EIMS m/z (% relative intensity) 410 (16), 341 (51), 299 (13),

288 (34), 287 (100), 274 (13); 'H NMR (500 MHz, DMSO-d,) & 1.49, 1.56 ua:
1.73 (3H each, s, H,-4', H,-9"uaz H,-10"), 1.90, 1.9'} (2H each, m, H,-5' uaz H,-
6'), 3.21 (2H, br d, J = 7.02 Hz, H,-1'), 3.87 (3H, s, 7-OMe), 5.01 (1H, brt, J =
7.02 Hz, H-7"), 5.17 (1H, br t, J = 7.01 Hz, H-2"), 6.39 (1H, s, H-4), 6.87 (1H, s,
H-5), 7.41 (1H, s, H-8), 13.34 (1H, s, 1-OH); '°C NMR (125 MHz, DMSO-d,)
15.9 (C-4"), 17.4 (C-9"), 20.9 (C-1"), 25.4 (C-10"), 26.1 (C~6), 40.1 (C-5"),
55.8 (7-OMe), 92.9 (C-4), 101.4 (C-9a), 102.7 (C-5), 104.8 (C-8), 109.8 (C-
2), 111.5 (C-8a), 122.2 (C-4"), 124.1 (C-7"), 130.6 (C-8"), 134.0 (C-3"),
145.9 (C-7), 154.4 (C-6), 155.0 (C-4a), 159.4 (C-1), 162.5 (C-3), 178.8

] J : b L] J v - ]
(C-9). AudnUGmMlaTAumnigneuly (22) uadaya °C NMR dalaifigsieeu
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ihaubssfiaesliuendaded3 column chromatography W1 gradient elution lagly
UYBIHANIEWTN hexane U AcOE! uusnsanlalu 4 du ﬁnd‘mﬁﬁmu‘mnuﬁf-ﬂu
MeOH Teiiluas B-mangostin {22) (250 mg) %ﬂﬁqmauﬁﬁmqmamwﬁ'ﬁ EIMS m/z
(% relative intensity) 494 (M, 13), 425 (18), 407 (64), 69 (100); 'H NMR (500
MHz, DMSO-d,) 8 1.47, 1.51, 1.65 uax 1.75 (3H each, s, H,-5", H,-4" uax H,- 9",
H,-10"), 1.90 uaz 1.97 (2H each, m, H,-5" uaz H,-6"), 3.25 (2H, br d, J = 7.05
Hz, H-1"), 3.68 (3H, s, 7-OMe), 4.00 (2H, brd, J = 6.72 Hz, H,-1"), 4.12 (2H; br
s, H,-4'), 4.97 (1H, brt, J = 6,75 Hz, H,-7"), 5.13 (1H, br t, J = 6.75 Hz, H-2"),
5.21 (1H, brt, J = 7.54 Hz, H-2'), 6.32 (1H, s, H-4), 6.78 (1H, s, H-5), 13.70
(1H, s, 1-OH); °C NMR (125 MHz, DMSO~d,) § 18.1 (C-4), 18.6 (C-4"), 26.1
(C-5" uar C-5"), 21.7 (C-1'), 26.9 (C-1"), 56.1 (3-OMe), 62.3 (7-OMe), 89.0
(C-4), 101.6 (C-5), 104.0 (C-9a), 111.7 (C-2), 112.6 (C-8a), 122.4 (C-2"),

123.3 (C-2"), 131.7 (C-3"), 132.1 (C-3"), 137.1 (C-8), 142.6 (C-7), 154.4
(C-102), 155.3 (C-6), 155.7 (C-4a), 159.8 (C-1), 163.5 (C-3), 181.9 (C-9)

[} [ J T +» r J [ tag W
maniiasaiuiunaglunenuiau (55) sm3ud °c NMR e lufgAnm
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lammsfnmauanddme °C NMR 2898713 18 - 22 agwaudan lagld
madia DEPT, HMQC waz HMBC sudinsommuaa) '°C NMR assignments Tovamua
1.4 Goniothalamus tenuifolius
Wuiandu inmnfaiamesy’ dhansuluds udratadhe perroleum ether waz
ethanol 1HEIERA ethanol anusnoandiududse chiroform, n-butanol kaz ¥ 1HaENA
chloroform MUBNADAILIT vacuum liquid chromatography laeendlu 10 s ﬁ‘lé‘mf"l 5
wnuenia repetitive column chromatography Tould silica gel War sephadex LH-20 Ry
stationary phase 195 cepharanone B [23] (40 mg) Wag taliscanine [24] (5 mg) %qﬁ'am
A
€13 cepharanone B (23] iqmantiinumamwail UV (MeOH) A, (log €) 231
(2.85), 262 (2.75), 275 (2.79), 286 (2.78), 315 (2.23), 382 (2.15) nm; IR (KBr)
v_. 3316-3104, 1715, 1379, 741 cm ; EIMS m/z (% relative intensity) 279 (M,
100), 236 (14), 221 (13), 209 (14), 193 (34), 181 (34), 164 (52), 150 (14),
138 (27), 97 (11), 83 (27); 'H NMR (CDCl,, 500 MHz) & 4.03 (3H, s, 4-OMe),
4.04 (3H, s, 3-OMe), 7.13 (1H, s, H-9), 7.55 (1H, br dd, J = 7.8, 7.8 Hz, H-6),
7.58 (1H, br dd, J_= 7.8, 7.8 Hz, H-7), 7.85 (1H, s, H-2), 7.94 (1H,d, J = 7.8 Hz,

H-8), 9.11 (1H, br d, J = 7.8 Hz, H-5), 10.84 (1H, s, NH); "°C NMR (125 MHz,
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CDCl,) & 56.9 (3-OMe Uas 4-OMe), 104.6 (C-9), 109.9 (C-2), 119.9 (C-4a),
121.6 (C-1), 123.3 (C-10a), 125.5 (C-6), 125.9 (C-4b), 126.8 (C-5), 127.5
(C-7), 129.0 (C-8), 134.8 (C-8a), 135.1 (C-10), 150.4 (C-4), 154.2 (C-3),
168.4 (C=0). MItHENUINUAIINTEIY (56-57) udthllgAnAMETAMS
C NMR

d15 taliscanine [24) ﬁqmanﬁﬁmmmmwﬁ'«:ﬁ UV (MeOH) X, (log €) 210
(3.39), 242 (2.85), 254 (2.85), 297 (2.47), 400 (2.17) nm; IR (KBr) v, 3700-
3500, 3400-3300 cm’'; EIMS m/z (% relative intensity) 309 (M’, 100), 294 (30),
251 (18); 'H NMR (500 MHz, CDCL)), & 3.98 (3H, s, 8-OMe), 4.01 (3H, s,
4-OMe), 4.04 (3H, s, 3-OMe), 7.21 (1H, br d, J = 7.8 Hz, H-7), 7.42 (1H, s,
H-9), 7.51 (1H, br dd, J = 7.8, 7.8 He, H~6), 7.87 (1H, s, H-2), 8.75 (brd, J = 7.8
Hz, H-5), 10.79 (1H, s, NH); °C NMR (125 MHz, CDCl,) 8 57.0 (3-OMe), 59.9
(4- OMe uaz 8-OMe), 97.9 (C-9), 108.3 (C-7), 110.3 (C-2), 119.3 (C-5),
119.9 (C-4a), 121.6 (C-1), 123.1 (C-10a), 124.8 (C-8a), 125.7 (C-6), 126.7
(C-4b), 134.6 (C-10), 150.6 (C-4), 154.3 (C-3), 155.3 (C-8), 168.3 (C=0).

ansiiignenubineu (57) uabifimsdnmamuaai@ni °C NMR
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ﬁ‘lih'u'ﬁ 6-8 MULANADAE sephadex LH-20 (MeOH) 18d135 aristolactam [25] %ﬁﬁ
ﬂNﬂNﬁﬁﬂ‘Nﬂ'lﬂﬂ'lWﬁ\lﬁ UV (MeCH) A__ (log €) 233 (2.90), 275 (3.86), 285
(3.86), 389 (2.26) nm; IR (KBr) v__ 3600-3048, 2921, 1706, 1293 cm '; EIMS
m/z (% relative intensity) 265 (M", 100), 250 (45), 222 (16), 166 (77), 150 (16),
139 (66); '"H NMR (500 MHz, CDCl,) & 4.01 (3H, s, 4-OMe), 7.08 (1H, s, H-9),
7.54 (1H, ddd, J = 7.8, 7.8, 1.5 Hz, H-6), 7.56 (1H, ddd, J = 7.8, 7.8, 1.5 Hz, H-
7), 7.61 (1H, s, H-2), 7.93 (1H, dd, J = 7.8, 1.5 Hz, H-8), 9.09 (1H, dd, J = 7.8,
1.5 Hz, H-5), 10.78 (1H, s, NH); °C NMR (125 MHz, CDCl,) & 59.5 (4-OMe),
103.9 (C-9), 113.4 (C-2), 120.4 (C-4a), 121.8 (C-1), 122.3 (C-10a), 125.3
(C-6), 125.4 (C-4b), 126.8 (C-5), 127.3 (C-7), 129.0 (C-8), 134.9 (C-8a),
135.3 (C~10), 148.8 (C-4), 152.3 (C-3). sieeiinenwniau (57) weiga Laisie]
Anwamanifive °C NMR

vhdn# 9 snusndame silica gel 1aiiu 2 s fa 9A waz 9B thdud 9A wnen
wanlu chioroform lAd@5 velutinam [26] (75 mg) %ﬂﬁﬂﬂlﬁﬂﬁﬁﬂ'ﬂﬂ']ﬂﬂ?ﬂﬁﬂﬁ uv
(MeOH) A, (log €) 245 (2.48), 293 (2.03), 406 (1.82) nm; IR (KBr) v_, 3531-
3000, 1672, 1283 cm™'; EIMS m/z (% relative intensity) 295 (M", 100), 209 (11),

197 (12), 153 (13), 140 (11), 126 (30), 91 (22), 69 (19), 55 (45); 'H NMR
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(500 MHz, CDCI,) & 3.99 (3H, s, 4-OMe), 4.03 (3H, s, 3-OMe), 7.06 (1H, d, J =
8.3 Hz, H~7), 7.36 (1H, dd, J = 8.3, 8.3 Hz, H~6), 7.40 (1H, s, H-9), 7.84 (1H, s,
H-2), 8.61 (1H, br d, J = 8.3 Hz, H~5), 10.11 (1H, s, 8-OH), 10.78 (I;H, s, NH);
C NMR (125 MHz, CDCl,) § 56.9 (3-OMe uaz 4-OMe), 98.7 (C-9), 'iog.e (C-
2), 112.1 (C-7), 118.0 (C-5), 120.2 (C-4a), 121.6 (C-1), 123.3 (C-10a), 124.0
(C-8a), 125.8 (C-6), 127.1 (C-4b), 133.9 (C-10), 150.5 (C-4), 153.7 (C-8),
154.2 (C-3) Eﬂi‘l-fl.ﬂﬁﬁg‘i'lﬂﬂu (56) umhiiigAnwanauinm °C NMR

il 9B Thanusndiadas sephadex LH-20 (MeOH) @3 norcepharadione B
(15 mg) %qﬁqmauﬁﬁmmumwﬁwia‘lﬂﬁ UV (MeOH ) A (log £) 209 (3.61),
235 (3.54), 301 (3.16), 315 (3.19), 440 (3.06) nm; IR (KBr) v__ 3600-3300,
3200, 2780, 1700, 1394 cm ; EIMS m/z (% relative intensity) 307 (M, 100),
279 (26), 264 (12), 236 (15), 221 (15), 209 (11), 193 (23), 181 (15.), 164
(29), 138 (12) 83 (20); 'H NMR (500 MHz, CDCL)) § 4.05 (3H, s, 1-OMe),
4.09 (8H, s, 2-OMe), 7.52 (1H, s, H-7), 7.60-7.68 (2H, m, H-9 and H-10),
7.93 (1H, br d, J = 7.6 Hz, H-8), 8.16 (1H, s, H-3), 9.42 (1H, m, H-11), 12.05
(1H, s, 6-NH); °C NMR (125 MHz, CDCl,) § 56.5 (2-OMe), 60.1 (1-OMe),

112.6 (C-3), 112.8 (C-7), 118.2 (C-1b), 123.6 (C-1a), 124.7 (C-3a), 126.0



(C-9 uar C-11a), 127.2 (C-11), 128.0 (C-10), 128.5 (C-8), 130.2 {C-6a),

v

132.4 (C-7a), 152.3 (C-2), 154.0 (C-1), 155.5 (C-5), 178.9 (C-4). asiiiig]

.
»

neuld (58-59) uatlifigAnnauanidne c NMR

1.5 Stephania venosa

1 tuber YBNIEBA (Stephania venosa) MNFTMUANUINSG Anndmand pas
nsohingndy smhadaiass MeOH (3 x 10 L) thiafanleami partiton dae
chloroform wax 1A 1h#4 chloroform MUENADFIEDE vacuum liquid chromatography
(silica gel, hexane-EtOAc polarity gradient elution) Towdlu 5 dm (A - E) W& C
wuenlagly silica gel war hexane-FtOAc 1uANWME gradient elution laans
dehydrostephanine [28] (12 mg) waz a9 stephanine [29] (18 mg)

#13 dehydrostephanine [28] ﬁqmﬁuﬁ'ﬁmmﬂmwﬁq'ﬁ EIMS m/z (% relative
intensity) 307 (M, 100), 292 (65), 277 (5); 'H NMR (300 MHz, CDC1,) § 3.14
(3H, s, NMe), 3.20 - 3.45 (4H, m, H,-4 uar H,-5), 4.04 (3H, s, 8-OMe), 6.22
(2H, s, OCH,0), 6.95 (1H, br d, J = 7.5 Hz, H-9), 7.03 (1H, s, H-7), 7.28 (1H,
dd, J = 8.3, 8.3 Hz, H-10), 8.58 (1H, brd, J = 8.3 Hz, H-11).

a5 stephanine (29] SAnETRMIMaMWRY EIMS m/z (% relative intensity)

309 (M’, 100); 'H NMR (300 MHz, CDC1,) 5 2.60 (3H, s, NMe), 3.89 (3H, s, 8-

39



OMe), 5.92 uaz 6.07 (1H, d, J = 0.8 Hz, OCH,0), 6.58 (1H, s, H-3), 6.85 (1H,
d, J = 8.2 Hz, H-9), 7.29 (1H, dd, J = 8.2 Hz, H-10), 7.74 (1H, 4, J = 8.2 Hz, H~
11).

g D dlavhanusnshn silica gel waz hexane-EtOAc ludnwme gradient elution
1#&5 dehydrocrebanine [30] (8 mg) Wara1s crebanine [31] (35 mg)

3 dehydrocrebanine [30] FiAMENTATIMEMWAL] EIMS m/z (% relative
intensity) 337 (M’, 100), 322 (93), 279 (57), 200 (21); 'H NMR (300 MHz,
CDCL,) & 3.14 (3H, s, NMe), 4.00 (3H, s, 8-OMe), 4.01 (3H, s, 9-OMe), 6.20
(2H, s, OCH,0), 6.87 (1H, s, H-3), 6.88 (1H, d, J = 8.0 Hz, H-10), 8.67 (1H, d
J = 8.0 Hz, H-11).

@3 crebanine [31] ﬁqmﬂuﬁﬁnwmamwﬁqff EIMS m/z (% relative intensity)
339 (M, 46), 338 (100), 324 (13), 296 (31), 265 (15); 'H NMR (300 MHz,
CDCl,) § 2.60 (3H, s, NMe), 3.83 (3H, s, 8-OMe), 5.92 (8H, s, 9-OMe), 5.93
uaz 6.08 (1H each, d, J = 1.0 Hz, OCH,0), 6.55 (1H, s, H-3), 6.80 (1H, d, J =
8.7 Hz, H-10), 7.83 (1H, d, J = 8.7 Hz, H-11).

fhah dimhanusnuu silica gel fm CHCL,-MeOH woz NH,0H (90:10:1) 1o

ehs sukhodianine (321 (7 mg) FiamEUFMNMBMWIG EIMS m/z (% relative

‘40



intensity) 355 (M7, 20), 337 (75), 322 (100); 'H NMR (300 MHz, DMSO-d,) &
2.49 (3H, s, NMe), 3.79 (3H, s, 8-OMe), 3.85 (3H, s, 9-OMe), 5.57 (1H, br s,
H-7), 5.98 War 6.11 (1H each, s, OCH,0), 6.60 (1H, s, H-3), 7.10 (1H, d, J =
8.7 Hz, H-10), 7.75 (1H, d, J = 8.7 Hz, H-11).

namaimaeliausirmenmenfuRignenuly (23-26)

1.6 Prismatomeris sessiliflora

Wunnwanan (1.25 kg) nmndamdavuasms  hanmnui uBduuasus
WauBes  MMANhINUIERAGY methanot (5 x 4 L) 1hakanad laamh partition
ﬁ'lmf‘l uar chloroform 11'13'\121561 chlroform (7.5 g) Wuenis quick column
chromatography Y1 elution Toal% chloroform waz MeOH Tudnwoue polarity gradient &
Sl 8 thy 1hdhudl 5 suenaededSideniy udld hexane uas ethyl acetate (Wu
eluant 16/a5 rubiadin [33] (86 mg) Wa¥ rubiadin-1-methyl ether [34) (53 mg)

#9 rubiadin [33) ﬁqmauﬁﬁm»:mﬂmwﬁ'ﬂf UV (MeOH) A__ (log £) 244
(4.34), 278 (4.41), 412 (3.75) nm; IR (film) v, 3398, 2923, 1664, 1589,
1433, 1339, 1311, 1123, 713 cm ; EIMS m/z (% relative intmesity) 254 (M,
100), 236 (10), 226 (_25), 197 (29), 180 (17), 169 (13), 152 (42), 141 (29),

115 (50), 105 (30), 76 (62), 65 (41), 55 (55); 'H NMR (500 MHz, DMSO-d,)
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8 2.04 (3H, s, 2-Me), 7.21 (1H, s, H-4), 7.85 (1H, ddd, J = 1.5, 7.5, 7.5 Hz, H-
6), 7.88 (1H, ddd, J = 1.5, 7.5, 7.5 Hz, H-7), 8.09 (1H, dd, J = 1.5, 7.5 Hz, H-
5), 8.16 (1H, dd, J = 1.5, 7.5 Hz, H-8), 13.08 (1H, s, 1-OH); °C NMR (175
MHz, DMSO-d,) § 9.1 (2-Me), 108.3 (C-4), 109.5 (C-9a), 118.0 (C-2), 127.0
(C-8), 127.4 (C-5), 132.4 (C-4a), 133.6 (C-10a), 133.7 (C-8a), 135.0 (C-
6), 135.1 (C-7), 163.1 (C-1), 163.8 (C-3), 182.4 (C-10), 186.6 (C-9). Toya
'H NMR asefuamffignenuly (60) udm C NMR assignments Tumsdnwnil levin
msunlylvgnaad

13 rubiadin-1-methyl ether [34] ﬁﬂmﬁuﬁ'ﬁmmwmwﬁm‘f UV (MeOH) A__ (log
£) 238 (4.39), 279 (4.68), 361 (3.72) nm; IR (KBr) v__ 3315, 2925, 1673, 1566,
1336, 1121, 713 cm '; EIMS m/z (% relative intensity) 268 (M’, 100), 253 (42),
239 (27), 221 (34), 194 (13), 165 (20), 147 (35), 111 (17), 97 (30), 83 (41),
73 (68), 55 (69); '"H NMR (500 MHz, DMSO-d,) & 2.13 (3H, s, 2-Me), 3.77 (3H,
s, 1-OMe), 7.45 (1H, s, H-4), 7.80 (1H, ddd, J = 1.5, 7.5, 7.5 Hz, H-6), 7.86 (1H,
ddd, J = 1.5, 7.5, 7.5 Hz, H-7), 8.08 (1H, dd, J = 1.5, 7.5 Hz, H-5), 8.13 (1H, dd, J
- 1.5, 7.5 Hz, H-8); C NMR (75 MHz, DMSO-d,) & 9.91 (2-Me), 61.37 (1-

OMe), 110.2 (C-4), 117.8 (C-9a), 126.8 (C-5), 127.1 (C-2), 127.5 (C-8),



43

132.9 (C-8a), 134.1 (C-6), 134.6 (C-4a), 135.3 (C-7), 135.5 (C-10a), 161.5
(C-1), 163.54 (C-3), 180.8 (C-9), 183.6 (C-10). %aya 'H NMR asedufiilgsy
awly ud *C NMR assignments Thmsuslalumsdnwii

1.7 Diospyros montana

ihmnauwkwameniath (2.6 k) Fufumnn dudaulns ausnismaad I
NIOIMNINENGY M IUAUATAAAIY petroleum ether, ethyl acetate Ua: MeOH Thikane
ethyl acetate (12 g) nuanALds quick column chromatography U silica gel lasld
petroleum ether, chloroform Wat methanol TuAfweE polarity gradient lalu 6 dn 1hdau
"n‘ 4 ugnaalesdl silica gel i stationary phase (8% petroleum ether 1Y chloroform du
mobile phase Iaflududan 20 du thaubasi 11-13 snanudnly MeoH ldms
diospyrin [35] (130 mg) dwmtanf 5-6 thumenlasld sephadex LH20 ldas 5-
hydroxy—-4-methoxy-2-naphthaldehyde [36] (39 mg)

&5 diospyrin [35] ﬁqmﬁuﬁﬁmqmamwé’qﬁ UV A__ 216 (4.48), 253 (4.08),

432 (3.65) nm; IR (KBr) v, 3438, 3058, 1670, 1664, 1611, 1382, 1333, 1259
cm™; "H NMR (300 MHz, CDCl,) & 2.29 (3H, s, 7 -OMe), 6.88 (1H, s, H-3), 6.94
(2H, s, H-2' uaz H-3"), 7.11 (1H, d, 7 = 1 Hz, H-6), 7.49 (1H, d, J = 1 Hz, H-8),

7.54 (1H, s, H-8"), 11.86 (1H, s, 5-OH), 12.12 (1H, s, 5'-OH); °C NMR (75
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MHz, CDCL,) & 21.2 (7'-Me), 22.4 (7-Me), 112.9 (C-9'), 113.1 (C-9), 120.6 (C-
8"), 121.2 (C-8), 124.1 (C-6), 128.7 (C-6'), 131.2 (C-10"), 131.5 (C-10),
138.6 (C-3), 138.7 (C-3"), 139.3 (C-2), 145.57 (C-2), 146.3 (C-7"), 148.5
(C-7), 159.0 (C-5"), 161.5 (C-5), 182.3 (C-1), 183.9 (C-1"), 188.6 (C-4),
189.4 (C-4"). lumidnwiilédimsudly °c NMR assignments ﬁﬁ@'ﬂmmﬁﬁau
(61)

13 5-hydroxy-4-methoxy-2-naphthaldehyde [36] HAnEMTRTRMEAMA UV
(MeOH) A__ (log €) 217 (4.26), 257 (4.27), 299 (3.42), 377 (3.57) nm; IR (film)
v_, 3390, 1691, 1613, 1587, 1514, 1398, 1363, 1248, 1124, 1080 cm ; EIMS
(9 relative intnesity) m/z 202 (M’, 100), 187 (97), 159 (94), 131 (97), 115 (65),
103 (71), 102 (80), 77 (81), 63 (66); 'H NMR (300 MHz, CDCl,) & 4.06 (3H, s,
4-OMe), 7.02 (1H, dd, J = 2.57, 7.71 Hz, H-6), 7.13 (1H, d, J = 1.03 Hz, H-3),
7.42 (2H, m, H-7 uaz H-8), 7.82 (1H, d, J = 1.03 Hz, H-1), 9.24 (1H, s, 5-0H),
9.97 (1H, s, 2-CHO); °C NMR (75 MHz, CDCl,) & 56.4 (4-OMe), 98.5 (C-3),
114.3 (C-6), 117.3 (C-4a), 120.6 (C-8), 128.8 (C-7), 130.2 (c—f)', 134.1 (C-
2), 135.5 (C-82), 154.5 (C-5), 156.9 (C-4), 191.4 (2-CHO) ahsilnginenu 'H

NMR (62) uatabifigfine °C NMR
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1.8 Murraya siamensis

@5 heptaphyyline [37] uasd15 7-methoxyheptaphylline [38] 16?5'1Jﬂ')’111i)1§mﬂ:ﬁ'
INTAINFNINTT A5, 1@ (Sp959E (38)
. mmadaugndsenanisasmmatarasiduns e la

mswadaugsnnnmiGeliuamuayenzsinnsssmannasd as. Ssewus
nilns malnduall anzunnemand pnasnsaiminnmds  lagldis radioisotope-
labelled hypoxanthine incorporation (63) Tumseiaday leemadauiuds Plasmodium
falciparum aHWUE T,0, @telu candle jar nsmadauly microtiter plate

(2.1) MawitunsrauaMnmadauLR I sRsuTs

(2.1.1) mﬁu:uazm%'m'lﬁ'v;nﬁﬁmﬁau’lﬁ'ﬁ’awhLﬁa (sterile) UAEAABANIS
nasavazdoslinadinunannds (aseptic technique)

(2.1.2) @3nuemIEnslash RPMI-1640 1 10.4 g azanaluas
arapdasenaudhs HEPES buffer 5.49 g luhndu 960 ml ﬁu'lﬁtﬁﬁﬁ'u.ué"n.ﬁums
Arany gentamicin T (40 mg/ml) 1 0.9 ml Wasazaeilennsaslilnenn
o Weanthinly wiundnny 21.8 m wdidin Msasan 7.5% NaHCO, 91U 0.7 ml
WAt serum BDARBANGN O ¥ 2.5 ml latlh cRPMI FahBnass ey 25.0 ml #

(Heawa 9l microtiter plate MU 1 U
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(2.2) Msa3ande
wsnanndanasly innuauiudeangs 0 WK parasitemia Juasas 0.5 wax
il hematocrit 0@z 1.6
(2.3) mmagauqn
#lu microtiter plate Beudazanlsznaushavgudnon 96 wan luusaswan
Usenaues
(2.3.1)  @savanezasansnedaulu cRPMI Pamadadusng fudnau
25 pl
(2.3.2)  suspension veafin@aaumiiidiamnanGeinny 200 i snciu
Tuvau baseline 251 suspension saadindonumfiliiidesna3y (non-PRBC) mnu
200 pl unu wdmnvdesliidanie 24 3. i candle jar udniamida
(2.3.3) GAFGHGAELER! [SH]hypoxanthine 'lumwrsl.'a'vmn.ﬁ’aé'lmu 25 ul
nniltseslidaniydeludn 18 v, whifunamamasaslasgaaidmesaulu
UAREVANNTEGIUNSEMENTEY  Tnszaunsasliuiiigamniivias  udninndald
eppendorf TVI¢ 1.5 ml L@N scintillation cocktail W 7IA radioactivity ﬁl.mzag'iuuﬂi:ﬂ‘lu
nsas  1asld scintillation counter WA cpm AlAIN plot FuaMENTurasaslumie

- ° . o o o a'
pg/mi HBAMIGN IC;, HAMINATBUINEITUIENE 1-39 Aaudaslilumsin 1-4



“‘ J -t "
M3 1 gnEauananieainguans naphthoquinones [1-12) 10

Nepenthes thorelii

CAT] IC,,

pg/ml
1 Plumbagin 0.05
2 Isoshinanolone 4.00
3 Octadecyl caffeate 2.40
4 2~Methylnaphthazarin 2.50
5 Droserone 4.50
€& 5~Methoxy-2-methyl-1,4-naphthoquinone 0.18
7 5-Methoxy2-methyl-1,4-naphthoquinone-2,3-epoxide 0.60
8 3-Hydroxy-5-methoxy-2-methyl-1,4-naphthoquinone 7.00
9 3-Acetyloxy~5-methoxy-2-methyl-1,4-naphthoquinone 32.0
10 3,5-Dimethoxy-2-methyl-1,4-naphthoquinone 0.90
11 2,2-Dimethyl-3-hydroxy-3-methoxycarbonyl-4- 15.00

methoxy-1H-inden-1-one

12 3-Chloro-2-methyl-5-methoxy-1,4-naphthoquinone 40.00
pyrimethamine 2.80

0.03

chloroquine
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AYIHN 2 E]ﬂﬁG'l"luu’la'lL‘sﬂﬂEquua"ﬁ xanthones [13-22] 3N

Garcinia dulcis W8 G. cowa

8713 IC,

ug/ml

13 1,7-Dihydroxyxanthone 3.88
14 12b-Hydroxy-der-D-garcigerrin A 2.08
15 1-0-Methylsymphoxanthone 3.71
16 Symphoxanthone 3.75
17 Garciniaxanthone 0.96
18 7-0O-Methylgarcinone E 2.50
19 Cowanin 3.00
20 Cowanol 1.60
21 Cowaxanthone 1.50
22 f-Mangostin 3.00
pyrimethamine 2.80
0.03

chloroquine

A
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". J =l »
AN 3 gNBMWINSNSHUBINGNENS aporphinoids [23-32] TN

Goniothalamus tenuifolius Waxr Stephania venosa

as G

ng/ml
23 Cepharanone B 11.01
24 Taliscanine 10.49
25 Aristolactam 9.54
26 Velutinam 7.51
27 Norcepharadione B 7.73
28 Dehydrostephanine 0.04
29 Stephanine 0.12
30 Dehydrocrebanine 0.07
31 Crebanine 0.28
32 Sukhodianine 0.31
pyrimethamine 2.80
chloroquine 0.03




P £ = ' ..
"I 4 []ﬂﬁﬂ'luu'lﬁ‘lﬁﬂﬂaﬁﬂa‘um‘i aporphinoids [33-38] M

Prismatomeris sessiliflora, Diospyros montana tar Murraya

siamensis.

a1s oo

pe/mi
33 Rubiadin 13.00
34 Rubiadin-1-methy! ether 1.56
35 Diospyrin 2.50
36 5-Hydroxy-4-methoxy-2-naphthaldehyde 10.00
37 Heptaphylline 5.00
38 7-Methoxyheptaphylline 4.90
pyrimethamine 2.80
chloroquine 0.03
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ailse 39190l uarasluammaaas

1.  Nepenthes thorelii

namavaniuian ansousnlamnsulgnsannn 5 viia 1dud plumbagin [1),
isoshinanolone (2], octadecyl caffeate {3}, 2-methylnaphthazarin [4] Wor droserone [5]
Tapas 1 ﬁﬂ’smmmnﬁ’qﬂ (3 g) Lﬁlaﬁ*na'mmhﬂ‘lﬂmaauqn‘éﬁ"numa'u“s‘ﬂ'lumumam
fuifa Plasmodium falciparum MENUG T, 5, HBANINMA IC,, (ug/ml) vaedsiveh
Hans cholroquine Wa¥ pyrimethamine HushsanBwa? wuh #15 1 ﬁq‘n‘é’mqﬁqa Tasil
QUELNNT pyrimethamine  UABBUAT chloroquine dammsAuq Tavdthunantedeon
PnrammaasineudasUldh plumbagin (1] FudumsinuluBinasnniige @
mﬁaanqn‘ﬁ'ﬁwma'n'i'aumﬁuﬁwau

wannil mladansayiuslonldars plumbagin [1] Fuasdadu  Tdasia
ﬁilﬂﬂ:ﬁ‘ﬁﬁﬁvu 7 oia laun @19 5-methoxy-2-methyl-1,4-naphthoquinone [6], 5-
methoxy- 2-methyl-1,4-naphthoquinone-2,3-epoxide [7], 3-hydroxy-5-methoxy-2-
methyl-1,4-naphthoquinone {8)], 3-acetoxy-5-methoxy-2-methyl~1,4-naphthoquinone
91, 3,5-dimethoxy- 2-methyl-1,4-naphthoquinone {10}, 2,2-dimethyl-3-hydroxy-
3-methoxycarbonyl-4-methoxy-1H-inden-1-one [11] war 3-cholro-2-methyl-5~

M o, ; ) =4 = 0
methoxy-l,4—naphlhoqumonc [12] @19 11 1NeTUIEWTRMSLHIENET 10 T]ﬂlj{]ﬂiiﬂ
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e . o oo or 1 ¥ oo . . n]qw
1T 8 fiu CH,I/Ag,0 ilpsvmnludjndmaenanldifioss intermediate NiaNwE
i a-diketo @rsliagluasaraadNIUAe benzil-benzilic re-arrangement loilasaadng
J J - - . » - A,
Funafiodfin3en methylation saldldifiuans 11 ldhmsAnmanesaidme “c NMR

o o v P - o v - o e P
ypranshdawmTedlananee  WandSoufrugminunaiSesavasiiduansvmaillon
o, v 1) o - -4 -J ar
RseNNnA IC,, Wuhlanaingiu quinone vavasngulidiulassadoniiduddglu

£ ar o5 £ w - a) d ar o

mseangns AeziulanngnisnenaGehasasluans 11 Jadisuduans 10 Tunsdl

Y L w P v o . . P )

s 7 ududengnisginmulisnnnnlasainiid epoxide ring Hanalida non-

) > a . . of et 1 =4

specific nucleophilic attack nauamqmmuﬁ'lu‘[ﬂﬂamqehumﬂu aromatic ring NUADOND
LA - & 70t - W fad ¥ =

e bidanru umadunguuniRasaNImNULinraedEnasausoY

- o v - . . "4 - w
MfupuRMuUMUaN 3 elANETN naphthoquinone IaEgMsMUINAIGERRFIULA

' o o F % -t
TN IC,, suluas 8, 9, 10 uar 12 NUNAN hydroxy, acetoxy, methoxy LaT
o de b d . v & - .
chloro fiMFuaUNHIUMIN 3 Mudu NAraMIMAasIll e REENNETUEMTY
o & v - - ' a o v o o - s
myelutudalulen msidondunguitRuemumnuivyaidiidnasaunaiiueu
a o Y - o ol PN & v ¥
mumdsfian arnbinalumeasiudn Aalieynushiignd@niiansaedy dayainziy

< v . PR L
Uselamilumsdnmuldsuutaslasedsna 1,4-naphthoquinone tha nilgnsusidiunatl
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2. Garcinia dulcis W8t G. cowa
ol o [ o v ar ’ P '
msnusnlannaulivedaiuil [13-22) Jeaglungs xanthones Wy Tuuduas
Taseaiatuas 7-O-methylgarcinone E [18) tHumsiva  Litesilglawumndau 3ald
Slan, 1 =4 J’v L) = Lo}
AnmaaEsiimimenwadwanden  uannntdlavhmsivnsia 'c NMR
. ol v v o . y -'n‘l £ v o v
assignments yadshuanlanmuasiy  Wahaswsillunedaugndsmumanis wuh
T 4 o .t [ o . . v 1 .
dulnnifigndthunan Aosigndlndifeeiy pyrimethamine WABBUNI chloroquine &35
Ve w1 w - v 1 v £ ' ] . af
ngpifedandumsinanmGengulmi  wihangasbiusen chioroquine fims 1Huh
v oar 1 ' Vet ¥ o -4 - s
e lunmdsinladgnenumsdnwmnslanmsaangnbrasasnauil Tasiinalnen
v - Lo & . . é
Pnansemnamideduq  laslusangndiusanszuIums heme polymerization ¥8HD
o L. 3 ] It L 3 -l & » » e J - L )
a3 (64) Fhodugvisimpnmdrasnuneliald nndayadenandaiulah
v - wal - - Rr ’ o " P S )
ihasiianniululanzAannssnguiivia L dumnsuivensumnaiGusiiadusaty
3. Goniothalamus ienupifolius WaY Stephania venosa
ol > . . t4 ar v
a3 23-27 wusnldvn  Goniothalamus tenuifolius YRVNA  IAag NGNS
» . ' 4‘ ¥ v o o . = -
aporphinoids $1WIN aristolactams  anaiilalfilassaindmitly methylenedioxy Fadl
= » bl 1 1 ¥ . N -
qn‘éﬂaaumﬂ daantaInuNgNUnauml (65) ahuﬂfgumi aporphinoids [28-32] W
Y y au ﬂ"‘I LJ . YW et & v -l-f:.‘."lvu
Tdannayidaannaiiailaseds methylenedioxy afmpiignidnunmGanduladanu

Tremwneae 3BT dehydrostephanine [28] Wavans dehydrocrebanine [30] Hgnawselnd
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ey chloroquine disiBpuisugniduananSouaeans 28 uazis 29 wdswuh
#1728 Hifilassadiu 6a,7-dehydro derivative 2835 29 figndusanh  Tunsd
stWiNals 30 uazans 31 mwwdiendu Aams 30 Hillassahadu 6a,7-dehydro
derivative 2893 31 HgMausnh Tayeiiiuiiiiiufemuddgualasainhy

< - 3 .. - . [ 1
62,7-dehydro TumsaangnieuinanSerasansngu aporphinoids Faarmhasdanungitn

>
i

v wr o v - 3 ¢ g
thuwmmslimsdiudsgndiuenmGovasansngail lasmsduanzdnseyiug
J . Vot i ﬂv b . - " )
Q3 aporphinoids Tﬂuqmauummu (n) dlpsean methylenedioxy NAduaudmILINeh 1

-t N - » ] - . !
Wat 2 (9) ¥ unsaturation IAILYUL 6a WaE 7 uas (A) U substituents WU OH, OMe, F,
o . ' - -t w e-,'l » - ' . » <
Cl 918" NIV 8, 9, 10 %38 11 TAYWUSH LoananqnEUINT chloroquine Hayauw)
] »~ anl W J » ) <z o o+
vl laniFanneiifienoinaulanissumeraananGeriie milasilaseadn
WANININTNTFITHIA LUNGN aporphine alkaloids
4.  Prismatomeris sessiliffora, Diospyros montana W& Murraya siamensis
o » - . iy 4 '
5 33 uwsr 34 Vwenldnn  Prismatomeris sessilifora HlAseailungy
anthraquinones @3 35 war 36 NN Diospyros montana flaseadadiu binaphthoquinone
War naphthalene #uas 37 uaz 38 9N Mumraya siamensis 5ﬂag1uﬂffn carbazole

L) :d ‘V r_ 3 \ | ) J - 1]
alkaloids @1stnanitigndannnandegauinn  Livhaulafzvmsdnwaslu
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H OH
H OH

H OMe
OH OMe
OAc OMe
OMe OMe
Cl OMe

@]
x
o
I
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=

y OMe COOMe
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317 1 TAsea$enesans 1 - 12 9N Nepenthes thorelii
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18 H )\/»OH H )ng OMe M
T
19 H /l\/\,ou H H OH OMe | )\,}{
H
20 H ,l;o,\’ou H H OH OMe [My
21y [,L\\/-]?OH H H OH OMe H :
2 H JWOMe H H OH OMe M
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32 OH OMe
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