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W7EfiERE SHeE ExERSRL AT AR E

WroEELE

HEZARRMERT AT R SRS, RS & L COEGRRFT AN 2WIC b 20 b b ¥, EEMLE LTo
HEgME 2 F -2l ch v, ZNHLOMEICLY, MIE/RERES OIS, kxR
ENFHEIND %, ERLEFRHBSSECEY, Tofld, e, &5, LENMEESn T
L. AL, ZAOREOREEZE, EROMEE - ZRE RS 5 HITIThi 5.

FT. BAEO FEHEHENE UTEHSNOROARE URMED U A R IR S DR
DTHDHNE I, KEOBH ST KR 8 i B OAREIZONT, LRES#1T-o72. 7 K=
2@, AA =, LAIVXRLATIAEFXERE, FEELES THLIbDOEEZ LN, TR
ZABIZOWTIE, FROEFEROFEEBOERNELE, A 7 ~IZOWTUIAT B X LT
NhaA ROFE, ATHFLAHLIEFICONTIRER Y FIOUTILhaAd ROGFEMEND,
BOERS E W SNDAREMERH Y, ERMOROAEY —X% 0 7 7 N —7 TOikam B
EEZLNT.

Fo. E29 1 H, EESOHEEIRGEES K OFER 28 U T CRFRREE [h—~R=—
FLAsE] OBEmNTIET D2 HENRE L. ZNEZT T, INLBELOEETREOD,
GC-MS, i/ fiRhE LC-MS L ONNMR IZ X 20T &7V, S BT, BIKORRZ &0 DJERE S e
BB & E R L 7R R, EANREOT 7Y A RORREMERE WL OB . B0
AN DIE, ZVTFAVTF R T e R R EOAEIER SR S v, FEHE S 7o iR
EEREE LR, ENEO &K, KE e ST 53 MAIO RS E WD O & HE
E S,

EHIC, MEBIZAARRBHIGEEEROOLES>THY, HL oo, e, MW, & Fo
TEOICHWLNTWS., —F, BETIHEBORDLVICAESNEH SN TE R, BFEZ
ILETEHED X Bl BEEA RV & OFRHADNE L 7o TV 5. BITED L 2 A, HARICEIEN &
LTHBLTWLDIIMTEREDOATHY, AE /L ORESEOBRMITHRE STV Wn
N, SHAARTHAEREARGENEET S AN m MRl it bR E D
e, PEMGICEW T ES, AEh, BEFEE LTRET 54O LRI OV,
Sy &AL O LN EEEZFHE L., TO/RE, FEHGCMESE LTiET5 b
DIFFEFFEICFRY 1372<, —FH T, BER & BEFROHITARRIZIRELA 2 BT,

X5, AAERE T Mg &l iX# 78 Polygonaceae /L' K7 Z 2 Polygonum multiflorum
Thunberg OB Z WD AIKTH 575, EHIANOAFETE Tl A EF Asclepiadaceae DA
/7~ Cynamchum JEAEMSLARE RO TEHEH] BEFEAIKE LOREL TS, 29 LIEAEKIC
B EMEG I L OBGIEEOBRFICE T 2R 215 %5 BAT Cynanchum JE3 IO
Polygonum BAEMHI K & & 2 DT AFEKOMMIERIZOW TR LZ. ZOREE, Mt Lo
£E2> 51X C. auriculatum, C. wilfordii, ™IFA>C. bungei HISKAL & & 2 b5 HFAE A
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Asni., FERBCITIE PRI —7, FIZX D ZOZEIENRD btz KA
VISR LR O B HEE R NER O B, UGHAREE O TR ERRR, < SO, MR EE LT
Wiz, T OFEREIX Polygonum J& RS DOIERE L 1T < B> Tz, 2D X 51T Cynanchum
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S 5T, SRR LTS BD IGREERADNRASH, ZObDEFRRNETLEERZD
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T=AbBHT b, BERMT D OBEBENHE I N TWAHEFH ED JRIFREEEMRIZ OV T
R 21T o 72, 2016 AELIER, #E, B, KE, L AR—LD4DENG, 5t 10 bE
WS SN TEY, TONRIL, 9 LEWA tadalafil FHEE, 70 1 {LAWIE, sildenafil
HERTH ST,
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£z, RRHETIE, FEFHLLSMS, I
LIFDZEEREER LT,
1: AR5 (16 KON 16 JE— ELE)
2 1 AAREER TSRS 2015
3: CErRT) FOEEE,  [PEHEHAR ORfae7)
4 0 PHEORERIL,  /NERAE
5 : The Complete German Commission E

Monographs Therapeutic Guide to Herbal
Medicines, The American Botanical Council
(Com E)

6 : Botanical Safety Handbook, American
Herbal Products Association

7 : Dictionary of Plant Toxins, Jeffery B.
Harborne FRS, Herbert Baxter, Willey

8 : WHO Monographs on Selected Medicinal
Plants

9: 7T UNE EHYEI BARERR)
10 - RO e D G 1a )

N Rkt gt & ST UNELG: M| ol

12 (i) HEpREy) KX - ACFERE

13 1 HAROEFAAEY), F Lt

14 ¢ FE=TERERIL, /NPAR

15 : o, &1 H R

16 : FEHM 2015

B-2. AIXSHD T L—— BT HAE
MR K ML A BT D et

e RGR R BT 22 3K L O FRAT - 0T e OVEROHE
DEGOHOEISOBSNCE T 58 TC A
IF 2 IR~ — 7R = — Bl & BE DA 1E S B
HEGTHT) & LT, BREBAOIKEGTRSH
STen—R=—lEEEDOE S 5 B - 5 T M
K (BTEH) ZHONWTHITEITo7. KRk
I LTk, AZ ) —IVAEINZ TS I ALER
L, Z4NV¥—ALzb0zBERKRE L,
FUBHEUR 308 EAT IR LaEHA IR & Lz, xRS,
ELT, FUT RtX vtz ERaE (O
— R =—"BAEE, VLT 48 ROEDOR

R TH D YR AT EI (Sofosbuvir), L
XAV (Ledipasvir) OESLZMH L7~
SIMTIZIE GC-MS, @y fiEHE LC-MS MUY NMR %
(A=
Fro, BAAGRETF I EELOMA - o M OE
PIBE S 2 ST ® 6 EE L OBHNZE T 2 5t
(A ARESTiIEd 2 8 & M OB A K o
A LT, ENERA—-DT—Z2@E L
TAFLIAMER, BERBIORESIH
(HEEAFRIH) 12D\ T, EtEREEE 7 =~ b
77 7 4 — (HPTLC) (T & D oy ot 24T - 72,
F7o. AREELL D DNA ZfH L. £ rDNA O
Internal transcribed spacer region (LT ITS
fEML) . BEREIR DNA trnl-t¢rnF intergenic
spacer (trolL—troF $E1) | BkE{R DNA troH-pshbA
intergenic spacer region (trnH-pshA FEIEK)
Z PCR g U CHEEBLAIMET 21TV 2 BB
HNZOWT, BLAST FHRIMERERIC & 0 A5 %
HEE L. AEROAFRYEATEREL T
LDIFEEOHRTH D, TEOKEF T ThHLHH
ESEM T AE S, RESRE L bIChERER
~SOWHITZR WA, FETH DI D A FEZ T
LT 2 g R RES (X0 AR I B 2 Re il
NhbH., ZncksE, BHE K [bai-shou—wu]
DOILFHEMIX ¢ auriculatum Royle ex Wight
LEnTkY, mETAESOEEEY L SN
5 C wilfordii OMRIINEILTE [ge—shan—xiao]
CFRINTW., SHIiZ, BHERDHAELT
FRILVEDS, FRILTEOMNA & L THERNET L
NTEY, MAIEDOXFIDEKR Th D Z & HE
ZIhltr2z, EbbonétnziE
auriculatum ORI AE K & L TR ST
L&z, TENOHRESNTZAER
M & LR F T, C auriculatum &
C. wilfordii ®W 5 bai-shou—wu (HE &)
DOHJF & LTRUR SN TV, RFETHW
RIRIZT X CHEE CThH-7-72H, AEKE L
THEALTIFE A EDOAIETEORFHE ) R
BEERHEOLD EANEDLD LW ) BENE
TolttBEZbND. %, MEEOAERER
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F 7o, BERGRMERER] G O - T ICBE

T 0158 [ Cynanchum J&E X O\ Polygonum JERE
WIZHRT 2 TME K] oM R
(D) & LT, PHEEL@EETETHREL TV
Free k)], A0 eakEREkA T~
(Cynanchum) BAEW) DIAREI R & B 2 b LTz
[ EBEA R (H A i) ] o BRARFE 24350 71
DUWTHET L7z, [RIFRC [ &) 3 eHz o0
THME L7, MipEoBlsd, & LT
IR 2 ERR L T T o 72, AR U780 132
B TFIC TR LT,

S BT, HERGREETFATER S OMA - /0TI
B9 D98 [ Cassia J@HE ~rtE o R OE -
TOEINCET L] L LT, ~nxrrrT

( Cassia alata) Kk V& v F
acutifolia &z U\ Cassia angustifolia) 2D\
T, ESZHFEBRSEIE N EHELE - (R - RAE
WHEPET MR v & — FEF EFZEES
K0 B I S oOEMIRO—5 (B, HE
Wik BRSO T2 & HE, MR TE O 2 LR
BIOMIE DR, AR TEOFZ) 2L
7=. £7=. ~nFtF C alata ZEFEELET
LERTOHDLT A=y T TITF T Ly
OTTIRREEAS 1 RS2 AF UL Lz, ks
fnld, PO BET/NEZHY, £
PO b A O THORKEZE Y T
FIEEL CRUBLE L. S L7z, — 7, il
IR OHBZHEET L2 PN ETH -T2
W, FbE LS E AW TR EZER LT8R L
7z

F7o, BEAGRETFAIEISOFA - o icE
TOME T3 WMTdH A~ bz iz
Pueraria mirifica & FEFER SO SBEFHGIZ
DWNC| TlE Puerariamirifica &4 F e
B & L TIERTOMZE CEAR FRT 21T o 72

( Cassia

Ui, KOS I L7 i inim 3 2 S,

KOBHREE LT yay, hyvay, %
T 72 AT L THET L7c, ARlBHRRIC

AL —NENZ, IRE O HMME, =OLLT,
FEZEED, Zhailbisiis L, 3ot
WA RV (BOEFRRD) ZELZ, &6
12, o7z SIRITE AT MLDT—H D
G, BhEREARWEOSLE R, R L
S LWEDERR, B2, 4, 6, 8 KUN10
nm OO R, % LTk & 200, 210, 220
nm (2% D WO R A BRIy A VT
—&~< N7 RAEERR L, ZEEMITY 7 by
=7 SIMCA-14 (A T 4= L) IZXY, TG
I AT oTe. £, REHRIZ, BEfg=F v
EZTFNANT U CEERMNE, BiEE
B L., LC-MS Zptricfk L7z, ffonizru~
N7 AhE, PMICKBM 2RSS Th D
Kuwakhurin ( [M-H]- m/z=367) O & — 7 [Eiff
2, NEEEYE L L TN =TT~
> (IH]- m/z=165) @ ¥ — 7 EFfE TR
B L7 8fiE A2 kO T, TR 1A L OFEEE %2 71
~7z.

S BT, BERGREERT AT EHE G ORAE - T
B4 o498 TEFERE M0 R S 7 Hi
ED TR IR AR O SCHFRA I DWW Ty & LT,

Google Scholar Z# V>, ” sildenafil” /

“vardenafil” / “tadalafil” e
“dietary supplement” T B x—I 3
R L, 2015 FELAROHGE 2 HhH L7z, £72,
(] 37 & K i B Al AR AU SR T R A S S AR
T2 [REZENE®R) (2B 2 Rapid Alert
System for Food and Feed (RASFF) (22T
t, 2015 LD b D &R L7z,

F7o, BEAGRETF A ERS OFA - o IcH
T BHHFFE A Cyclopentyl nortadalafil &N
dipropylaminopretadalafil ¢ LC-PDA-MS 43
FriZo>WT) & LT, i E A2 ) — VTR
fig L. LC-PDA-MS Zp#ricfit L7z,

SHIZ, A EETHRES N TV —T v
= —7 (A siamensis) DELEIMEL, AKX ) —
JVTTHEH L. IRAERIE &2 K ICIE# LT EtOAc
THrB U C EtOAc RISy & K RIS 53 A 1372,



B-3  ERIBEEICEE D HIEALUEIZ BE 3 D MEt

TRy RO FFEARICHONT, 'l
BB E T 8 I, RSB S U #2006
D Herbal
Association’ s Botanical Safety Handbook .
Natural sources of flavourings & TNF DD
SCHRTE 2 A L7z,

-

IZ . American Products

B-4 EEU A b ROIEEY A b O AL 5%
D RE L
KGR AT S OFRA - SATIZEE T D F5E
(B Y 2 R ROIEEY R - O HERE D
SRELICET O8] & LT, Fhk 28 4 10 A
12 B FAZ 10125 1 5, FATBEEK - &
TR R [ HEAGR R o] =3 D FEE Y
FZDONT) ORIRE LTH RSN TS (5
SEHY A b & BEERRY X b 220
T, BB RJFME HEAL, 40, Bl4AFD
HEEZH WM F oy 7 2{To72. £z, R 13
£ 3 H 21 Afto TEHEBEHREGY X b FEHERF
DEFER L N—=Th o nHERL GuEE
R BT RS R) NEEE L. T
HTOLKBEXZY A M ROZAUHHEL T
Btz a A MEESE L L THRE
L.

AN TIE, A v & —3y b Lol
K" Botanical Safety Handbook (BSH) 2" Ed.
(CREH O, Bl e R,

ZEREE ah B O & A o O i 5 BRI,
KNApSAc
(http://kanaya. naist. jp/knapsack_jsp/top
.html) ZHWT T 2.

(fi BE i~ D B )
b FHERY TR OERREM AN LT
BOHT, YT HEHITR.

C. fEGL - &5
C-1. BRRXGHEDOHEESIT KD ARE
BT DRt

7 R=RABEFROBRMEH TORETH
ST, THITERDEEL S, EREB Y
AL TOHIWT AT D7 B EOEURE R & ffe S
IZET e, AICELEEEZ LN, &6
2, BCERTDHOTITRL, MET, EREIC
oMM MNP ERT DI ENEHTHD
LD EBELT-.

aAg g~ (AT ORIE, T4 X0

WMpNEWA r~ (EE) OFBE®HTH L. A
T~ OIREFRRIS, KW TH, BEx 2T VT
oA K (RA7uaA X7 vhal R, U7 3
)T RNT =) VE) BA-STEY, b7
niauA REDSDDOFMEERDOT — X 1372
WHoo, FE (IEAYIVE) O Cynanchum
otophyllum Schneid, @ extract (FiEZS. K
HHE#) T &0 FFJETL D50 23 278mg/kg
& BISREEED T — & S RTECS THE STV 5.
*7-. C.defoliascens T%, ¥ & ip T,
147mg/kg & BIFEILAEZ 72 0 ATV Ml & #iA &
NTNWDT2H, ZOWIX, FHEHEDD 2 D
BN D FREMENTFET 2D EE 2
L.
AME L, BRERE, BAMy, BHERBRO
T—EMNHLIEEEBEINT. o T, BIfTO
AL EOFRLIRE EOBHFFT RENPNEELE
oD,

Sideritis scardica I, ME I 72405
EHo TRV, 41, Sideritis scardica T&h
DTHY, ELWELTHIG L., ZOREE,
RTECS, BSH, ComE & H1Z, 1E#HA72<, RTECS
DORIBAEIZIB N TS, MEE 22 5IEMEIEEE#E
SNTWRWZ ERHBI Lz, EHIT CA DR
RORER, GEMNE, T/ TN, MY
TN, T2 V7 RAETHY, AR E
VYRENS ZERBELT, FEEBREIN
7.

FH ) T ~F A FE, RTECS I[ZRE# 2372 <,
24,0 Camelina sativa TCAZMZET 5 & 650
Ll ke » b, alkaloid TS &, 4 ke v
ko, Phytochemistry 67(18), 2050-2057



(2006) @ [Brassicaceae contain nortropane
alkaloids| Ti, 7ARLZT T, 777
THRTYH, s bha v T aA KBRS
NHZENHREEZN, C sativa OBREH O
226, calystegine MR S5 Z & 23
L7-. 512, calystegine =D % D % RTECS
THET A&, calystegineB3 N7 » b, &0
“C TDLO 75 16. 8mg/kg (U30 : sz &, 4=
LR L) SIS, KMEDOIFEET,
il 2 DOFMENH D AIREMEN B 2 bivle. — 7,
seed TIX, 7V oA RARKREIND &V 95
I ERBH LN E o Tm. MRENLE,
oML re 5L, FriC,
alkaloid ODfFTEIXMME & 72 HF°, B H A
b, BECONWTEZL TS HDIE, Z N
JBEEITNAY ) L—ETT, I DOfER
PR, FERI/hSVEREL TS 2L, &6
(R & St EEEBRE R e ST, IEE
EERINT.

LTY XL BT IEF, Vernonia cinerea T
TRIECS KT D& & 5k v b, &F, X
F =X ZTHRA, T v T RIEEM (Y
Y55) {Z%FL"C TDLO %3 250mg/kg & 7372 1 5EUY
ERR® 2 Z LI LTz, Rzl b Y
TR, TIRIA R, BlSTIEE, TV
NIA R, BAXT AN A RE 7RO
U782 — T 273, CA TRFED T VI |
A FiZoWTh, b ey bL, ErRUFDV
ToviiaA ROFENPEZR (Research Journal
of Phytochemistry (2012), 6(3), 75-83) X
N, ary7)—7TiF, vnlFrrriihn
A ROFAET, &infidik BT, BEREsl L
BRoTWHZ LaBExL L, BREN TOHm
MEETHLLDEELE LT,

71V AL, RTECS T3 fFb » b, FRICKICR D
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@ T2 A PRTEE
@%F OMFE TR E A
OFFE =g F T B R EE RIS T 5
Ry &t i
ARIHAE T, JRFwRCUSMS, EICUTO
ZE LML T 5.
1 BAKFS (17 )7)
2+ RAIRIT A EIHIRS 2015
3¢ CHral) Fdeds,  [ERHR (Rfad:7)
4 0 PEORFEML,  /NPAE
5 : The Complete German Commission E
Monographs Therapeutic Guide to Herbal
Medicines, The American Botanical Council
(Com E)
6 : Botanical Safety Handbook, American
Herbal Products Association
7 : Dictionary of Plant Toxins, Jeffery B.
Harborne FRS, Herbert Baxter, Willey
8 : WHO Monographs on Selected Medicinal
Plants
9: 7T VNVPE HTEYEI FEATERR)
10 : e A (e Ta )
11 J S PR SR, ALPARE
12 0 (i) PEPREW KX - ACFEas
13 : AAROEAREY, VAL
14 ¢ G SAEDRERSL, /N
15 ¢ fS oY), A B
16 : Hh[EFHL 2015
INHEDBEELWD > H, OAFTHRET
LI MEET D20, £F, BAD



NEETHD IR 1,2 2B L. RWT,
FIEE L EZ oD b OTIE, EELOFH
(ZBI B ENE, BIR 1 TREMICHEE SR
TW%, 3CHk 3, 4 TOREAEIELL, IR\ T,
10~16 FEDORLHNEELEE L, RbHELL
WEBXOLNDLOERIR L. Fiz, BCK
THOWLNTWDARE, N—TI1Z2 T,
[FERIZHIR | CRldiodH 5 5, 6, 7, 8 DFLHL
IZOWTHEEMIZEE L, b iE 2T
KOS LWEBXOND LD EEIR LT,
Fio, MKEEORY (I, ~—T) 1To
WL 9 OFt#EE, ElCBB L Lz &5,
PN OWTUE, TICSCHRG, 6 255 & LT-.
B, R TOEEKDIELL, HE T TH
D05, BHITTOEELL, BEFRTHLD
T, HAMIZ, KOIERPZVEFTRHE L
7z

@i, CHk1-2, 5, USP, #Hr—f%JHEE A
HOFLIE (CIE D, PR 210 &4J5), JAPIC
O AREFEME (EFEMH, —&H) LU,
A F—Fy NMEOKERESEZIC L. EHX
i & LT LRI, HARTERERLIEONC
ZDRSE LUTHERB STV D35S (Fr210
T5 ORI TH D 5w de), SCHR 5 (Com
E) <0 USP IZIL# & TV A AT, %
RBnd D & LTzns, 3Tk 3,4,9,10, 16 ST
s T, FHEERRS D LT
L7pmoi-.

DT, QOIFHEM DL L %,
BT — 2 —_—RATHH RIECS THRFET S

L L BT, Merck Index ZEDFEH b EE L LT,

T2, FAHCHIET DT —F =B 0EEIc
X, FBEYOT —X — b4 L LI
L7z, S6iT, EEWEMNERT 2EHD
BT —F—Ilco\Th, ZZICiE#iL.

15

®, ® @OF FATrIINTTANT
7 (CA R LT B N R E i L 5%
23 5 & &b, UM 7,10 W QI
Phytochemical Dictionary (Jeffery B.
Harborne FRS, Herbert Baxter, Gerard P.
Moss) & & 2512 LTz,

®l%, FAHTYINAVT TA LTIV
L7225 ONZ R 3@ 3¢, Phyotochemical
Dictionary W ONZ, 3CHK 4, 10, 11 FZZHI|C
L.

@i, O-CLSDIFHRT, (> F—F v b
AR LTEmEIEE L7z,

%, BAERHERRSE (CIZ5), JAPIC
—MAEIEME (JAPIC) HA2BEL L.

C. BFZERER & B

AR, THUCHERE N H > 72 b DI,
TR TH T2

7 F=R @O aEMEYM TORETH
STEM, ZHUTERDEL S, R EB Y HEY
EEBALTOHIWT Z T 572 5 FEDEOHE (A 2 il 52
ZEDD, PRICELEEB X b, o
T, bLIFEDHMAET D LT 50, THRL
BLHEAN S NN & | FEOHIEN LI L 7
L0, ZOXIBRIIFEOERIT. ZNLETRN
MEI DR ABEIZET 2 W6) (&3 W6) T
DEMNPEETHLILEEZE XA LN, 5T,
BCEHRTL2OTIEAL, BET, ERIZMHES
DM ERTHZENEETHLH D
LB,

adr~ (THAER) ORIL, 74 XOH
oA r~ (BE) ORBHEDNTHD. A
< ORERERIS, AHEMTH, a7 7
oA K (RTFaAfEZATvhal e, U732
TR N2 UE) MASTEY, ZhbT

Ea



NamA REDLDODEMEEROT — X 1372
Wb oo, [FE (FEAYI/VE) @ Cynanchum
otophyllum Schneid, @ extract (HFiEZ. K
H B Tl A EZFETL D50 2% 278mg/kg

LB D — Z A3 RTECS THE STV 5.

F7-. C.defoliascens T%., ¥ A ip T,
147mg/kg & BISEIALHEIZ 72 0 T ME & Bl &
NTWET, #oT, ZOMWIT, FHEEN
D 2 OF— Il 5 TN FET DB D &
FZABN. Tek, JukaA r~id, #ETHK
FRNCT v TF oA DU TRERMTT — A1
720 PEPEOHIFENREICA->TE T, #EH
WTRIMEIZR>TEHLS DS T, 21/ 7~
IZOWT, XEMKRT DL, HWEDOLDNRE
<. BROIEFZLSOHLFETH ., Comparative
Study of the Effects of Various Culture
Conditions on Cell Growth and Gagaminine
Synthesis in Suspension Culture of Cynanchum
wilfordii (MAXIM.) HEMSLEY O % A kLG, W
[E]®> Dae—Won LEE L3R L TE Y, HILOH

53T, WRIRWAEREEICAN TWET. 2k,
Gagaminine (AT oA ¥ /LT )V A RTT.
AMER, RBRE, A, BB
TADNOIELERIN. o T, BUTO
MALEOREZ E)EET RENPEELSE
ZAbhD.

Sideritis scardica |%, BRZEINT-54 05
Eo TRV, F4I1%, Sideritis scardica TH
DTHY, ELWEATHISELEZ. TORR,
RTECS, BSH, ComE & 12, fH#HiA72<, RTECS
DFEFIEIZ BN TS, & 722 D IE PR H
SNTWRWNWZ EPHIAL. S 512 CA O
ROFER, GRS, T/ TSV, B
TN, 7=/ V7 RETHY, R
VYREVWS ZEBBELT, HELELESN
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7e.

T T =T AT UL, RTECS (ISRE#ina <,
¥4, 0 Camelina sativa CCAZZT % & 650
Ll ke v b, alkaloid T &, 4 fFE v
ko, Phytochemistry 67(18), 2050-2057
(2006) @ [Brassicaceae contain nortropane
alkaloids] T, T AR T TR, 777
FTHETH, JbhaRrT e RRRKREE
NHZENHREEZN, C sativa OBRIEH O
25, calystegine FADMRHI I35 Z & 23¥|HH

L7=. &51Z, calystegine =D % D% RTECS
TH#® T H L, calystegineB3 RN T v b, #%0

T TDLO %% 16. 8mg/kg (U30 : 2% & iR, 4
52 ) L sh, KWEDOIFIET,
S OFMENH D ATREMEN B 2 bz, —7,
seed TIX, 7V v A RBBE IS &V 95
LI ERH LN E IR oo, MGEALIE
FErrofEm LB lmeE T2, FRIC,
alkaloid OFELEIZRIE L 72 &3, b A {R4EE
tH, BHEICOWNWTERLTWVDHDIE, &

Bernay ) L— 2T T, ThbofER
PRI, RISV EREL TS 2L, &6
(B & AR R A S T, FEE
LEBEINT.

LTV LA IEF, Vernonia cinerea T
TRTECS ZKET D& & 5k v b, & 2
Z ) —=)VEXFATRO, 7 v hTORIEEM (Y
Y55) (Zxf LT TDLO 2% 250mg/kg & 2>72 1 JL>
TERR® 2 Z N HI LTz, ezl b
TN TIRIA R, MG TIEE, TV
N)A R, BAXRT LA A RE 7RO
W72 — T D03, CA TARED T Vv
A4 RZ2oWTH, b ey ML, BRI FV
TV A ROFEEDN
of Phytochemistry (2012),

28 (Research Journal

6(3), 75-83) &



Nz, ar7J)—=TiF, vrlFvr7ihn
A ROIFAET, &L BT BEnttil L
BRoTNHILEZEZDLE, B W TOHm
MEETHLHLDEEZE LT,

71V AL, RTECS T3kt v b, FRIZ&RICe D
wIEOFHUT /<, FRCHREN B B, NOAEL 73
2¢/KgBW/ ATV BEENGEW LV L
7o Elo. HEHEE®WL, RY 7= ) —VET
HY . FHCHEDRH 2 b DITFE L R h o Tz,
E>T, ZAHDIERIT, RV EICANTE
NLHEWVW) BB E T, FELEBLE L.
79 A~nu—7%4 (Plasmalogen) %, T3
5 &, 1-0-alk-1"-enyl 2-acyl
phospholipids and glycolipids, & 725725, BA
2REE, BERAICEENTNWDE T I A~ —
FURBHKLT (=X —, @Rl 55
NEbOTHLZ LD, AW, 2l d
BERBERT I Avn—F o3& EZXLH
o, s, BEXyE LT, BRERHEEKT
borZ L (B &, BEERZIEZE
TOREMRBROFERNS, MERIFELS
BTz,

IS OFEIE, Rk 28 4F 2 7 6 HIZHIE
SNTBEWG ITHB T D EMEER o7, F
=R, 7Y, A v ofligE, 5-HIP, PG
AR, HYE RN LOMWhDbEIZ, By
Y S~ B b L7z

glycerol

D. &

Bl THEOERMN) ThoHE D Dl
KD O EICONWT, EEE SRS
B FRESIRBER LT 5 [EELOR DA
BTV —F 0 7 N—T ] OO
EETTHELEBIC, BFOHLERLY X K
WONZ, FEEHESL Y 2 FOfkx 2B IZOWT,

FIRE DM D X a2 1T 7.

BB, RWFIROREIL, BEFHEICBN
TREEXGORELZRFT 2720 DREA
FATE L EEREFEER DD TH
D, R 1343 A 27 BATESEFE 243 5
AT EEERFREEMT, TY 2 MZOWTI,
BB e EEIC K S 2 @I LB L 21T
52 &L, Mh—EREDOHM GBI,
RTIE, HIBR%EEITH 2 L35 L7z, B
T THELERSE LUTCHERSR RO AE
Uit U A M) OREULIEECERRT S
LEDTHD.

E. (R farE
Friz7e L.

F. I 5E 58 25

it SCHE AL

1) Tokumoto, H., Shimomura, H., Hakamatsuka,
T., Ozeki, Y. and Goda, Y.: Detection of
Nicotiana tabacum leaf contamination in
pharmaceutical products. Biol. Pharm.
Bull., 39, 1263-1272 (2016).

2) A HEIR: FEREMEF R & il E o177 -B
GRS 2R RS, LB~NVATT
40(12), 8 (2016).

FRFERE

1) AHEL, HEEFEELOH LWEIEERTR &
A BB 2 AR, R RE SR R A B
Meatas, HOU (2016.5).

2) BHIELR, HREMERRELOMEICET S
PR, BKARMEERDLEEE I,
W (2016.9) .

3) AR, HREMERREMLHIE, #Eb~D
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A, BEFEaE Rt R T R BB AL,
H (2016.9) .

4) AH=ILR, BFEXS AR, FORRETRY
T A T Rhagss, AU (2016.12) .
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JEAE T AT BeHEE R A S DB (3500 - E SRR 5L T 2 7 N — VA = ABUR IS 3 5)

AN

HbFE

SRR

Wi

e HERGRAEEE AT R S O FH A - o3 AT K OV
RN BE DA FE
W E B mE EZEEG L EETEET AR

XA AP e S0

o=

C BURF RGN —R = — BB BED P53 i (2B 3 D a5 AT

WHoet E Pl SRy ESZESG R ST EMTERT AR E R

TRk 29 4 1A, EIRGOEIGEIRTE S KOS RA BT C BUFRIBHHEN— R =—
BLABE | DTS W ATEE T A HRNFEAEL. ZEZ T T, Fr lZTnbEELOERERE
EOT=0, GC-MS, EfifhE LC-MS & O NMR (ZL555 M %247 -7,

REBRENOIEFTRODSToN—R=—F A OB 5 B -5F 7 Bk (TR
[ZOWTOHT & T o7 (dh 1-5) . 7238, RIARMUIC 2 FEEOSERIA oo~ 788 2 Oy
403, BEERE A, B ELT-. 51 7T RIRD T EAT o7 /G R, B 1 KOS5 A oIEE e
VESRHENT. 512, BIKOTIRZ2E ) OIEHES U T IR SRR R LTS R,
WDV Z VA SO FREMED WS O EHEES L2, 85D 2A, 3 K DV4B DI, YARAT
ELDMRIHEAL, B AA DTV ARATE VRN O RAE LRS-, 61T, EHLG
(I 7V T 48E 400 mg, N—AR=—BLAEE) SEBE I LR, 2N E O IER L THD
AREMERE WL DO EHEE S, B 2B 2D1E, ZVF AT R0 7 o RUL 728 DA SRR,
SRSz, ARIRIZ DN T, FEHES TR e b U7 R, ENRIED
B, TG 7B\ 9 D005 B O G ABEA) O ATREYEA @O H D EHEE S 4L
7z,

ULk, RERITIER S EALNICIRO B2 085 TAESh QVz®), BETOLR S
(ZHBITED T —ATHoT. LL, AR I TR IEIK L THHT-0, BEFDHR
He A SOPE B A 5 L SRR LS ML DL 7= (A 1 S AN T - IS D Rl REE b MRS,
SBIEBENPLETHD.

WHIE 1%

BeR g 2 E TR SR SR IERT RS
TR

B SR [E] L SR L i hn i AP FE AT 2R
AR TEE

TEARAS  [EISLE RE anh & an e AR IS i
BHTER

AV 7 - [EISL I Sh g hn i AE AT JE T 2R T

AR
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FHH B A

AR ESLEE R ah R an i AN FEaT A3
FHH B A
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ETES
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T AERFTERT A2 AR



A. BFEHRY

PRk 29 41 A, EERGEOHIERIEER KO
HRZELT C MFRIpREIN—R=—k &
BE ] DR IE LT IE T D FERENFEL [1-4].
ZNEZITT, Fex IXINOAE O FEREEED
728, GC-MS, Fi4rfiEHE LC-MS & T8 NMR |Z&
B EATST=DTHETS [5].

B. WAL
[FURE & O k]

HBRRNOIEFTRODoTo—R=—Hl A
BEDOBIER 5 B -5 7 BRIR (& TREAD 1o
T T2 (B 1-5) . 728, [RIARRMUVIC 2 FE
FEDFERND WD oT B 2 O 413, BEEH
%z A, B L7z (Table 1). SIS OF
BED - IR 1T Table 1 J2 Y Fig. 11 [Z/RL7=.

BRI Z L T25%, R 50 mg (ZA% ) —)v
2 mL ZANZ T 20 SRS AAEL, 74152 —
Al LTz D& B (25 mg/mL) L L7z, 308
JEUHR 13 B A IR L el A iR & LT
(K]

KL EL T, KU R LRS- E R
(N—R=—ELAEE, VLT A HE® 400 mg) M
OFDE NS THDYHRATE L (Sofosbuvir) ,
LU /RAE )L (Ledipasvir) ORE L Z T L2, %
NENDOZEENFRIL Table2, Fig. 11 (Z/RL7Zi#
D ThD. Fiz, EXIVH R ORRICE M OREHE
WEIX, ESCEITHTEROS DZ .
(CARIENED
[GC-MS] ZEi& : B fAEFT . GCMS-TQ8040
KON GC-2010, 772:DB-5(30 mx 0.25 mmi.d.,
B= 0.25 um, Agilent £E8Y) , VU7 — A He,
I mL/min, 7 EAL: ZA7 V>R (10/1), FEAR:1 L,
SALRIRE :200°C, A% —7 = A AR :250C,
F7 LIEFE :60°C (1 min hold) — 10°C/min—320°C
(15 min hold) , A4 {ki% :El ¥£, scan range:m/z
45-1000.

[ /7 fifBE LC-MS] #:i# : UltiMate 3000 RS LC

20

system & O Q Exactive Quadrupole-Orbitrap />
7V RAVE 853 HTE (Thermo Fisher Scientific #f:
#1), 72 : ACQUITY UPLC HSS T3 column
(100 x 2.1 mm, particle size 1.8 u m, Waters £t
), BEH : A:0.1%F B KA, BO.1%FET
Th=RL.,

<T TV MR
ON—R=—FE &R EY, AFEBIR
95 % A/5%B to 60%A/40%B (0-10 min), to
40%A/60%B (10-12 min), and to 10%A/90%B (12-
16 min, 11 min hold).

Qe xR EY

99%A/1%B (0-5 min hold) to 80%A/20%B (5-15
min), and to 5%A/95%B (15-16 min, 11 min hold).
JiEik 0.4 ml/min, 777 ARE 40°C, FEAE:2 ul.
B EEOWTEE R O T AN AT —RT LA
(PDA) f i (I E T £ : 190-600 nm) .
HROGHIEME (A At TL s baAT L — A7
> {t (ESI) %, Positive and negative mode,
Capillary temperature: 320 ‘C , Vaporizer
temperature: 300 °C, Desolvation gas: helium,
Splay voltage: 4.0 KV, Cone voltage: 35.0 V,
Normalized collision energy: 30.0 V, mass spectral
range: m/z 100-1500. ¥V ~7 L — 3 : LTQ
Velos ESI Positive Ton Calibration Solution & TF
ESI Negative Ion Calibration Solution ({i] #1%
Pierce f18) 2 L 7=

[NMR] %% & : JEOL #t % ECA800, CH-cold
probe ffJ&. HIEZHE : H, BC, & &
methanol-d; (99.96%, ISOTEC f1:8) . PN ALvE
Y& : TMS.

C. WFIEHER

BRI DI OFZIRZE NS, ~—R=—fd
BEEDHDHNTY VT 4 5E 400 mg EHERISND
FufAs (BLEL 24, 3, 4A, 4B OFEA) , K UN—HR=
— BB BEH DTV SVT A BE 400 mg Ll E R
LR (5 1, 2B KON 5) 387 (Table, 1, 2,



Fig. 11). LAF, S0t R4 2 D123 Tk ~5.
Fo, B EEWOREERAE Fig. 1 ITRT.

1. N—HR=—EEEHI NI NV T 18R
400 mg EHERISh D1 (B0 2A, 3, 4A, 4B D
7l))

1-1. B5 2A, 3 RV 4B

B 2A, 3, 4B ITEE D FERITHY, MFERED
BIXTAROH K TH-T-. T2, Zhb 3 RIED
SO D TR 72 81, EBLAL TH DY
VT 4 BE 400 mg IZFEELL T/ (Table, 1, 2,
Fig. 11). &8k LC-PDA-MS S5 HraAT 7= 4%
F, Bt 3G MND, VLT 8E 400 mg OF
WKy Tl D RATE L (Sofosbuvir) (Fig. 1a)
BRRHSh, 20 TIC 7a~R~7F A (Pos), ¥ AA
ARIIV L NUV ATV, V73 )VT 4 85E 400
mg EFEELL Tz (Fig. 2a-d) . 7=, TIC 7~k
7'5 1 (Neg) X U8 LC-PDA 7~ K75 A [FEELC
HALLL TV 7= (data not shown) . 7235, YiRATE
T, BESREDEFZEZ IV FRIE L. Fe,
GC-MS 73 Tl, s LEb oIS h
72b DD, ALEWDIRIEIZIZE L) -7 (data
not shown) . #ZC, H- & O 8C-NMR % H|E
L, 8li 2A, 3, 4B (Fig. 3b-d) &, VLT 188
400 mg (Fig. 3a), YRATELAEAE fL LD AT
NDO—EEb > UL EMEFE L. Ebic,
il 2A, 3, 4B DEEFNZ SV TIE, LC-UV I2X5
B GBI E AT ST RER, VY ARATE L FY
7RO IER (7 LT 1 §E 400 mg) L[ FR
EIZERSNTWDZEIHIAL 7= (data not
shown) .

W, R 7 a7 7 AV, BRI 7R RE %
DRV TRRFEL TR =8, e E 72 A
T ZEITEELS, DL DS HTHE R K O
TRDOINBL, VAR, By ROMAREDHH T2 [
v, 85 2A, 3, 4B DFEFIIEY 2L T 1 HE 400 mg
THD AREMEDMBRD TEWW D O EHEES LT,
1-2. B 4A
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LS AA IR COFERITHY, RO AIX
HEDMEKTH-oTo. T, ARIROIMELR
RFDIZIRZ2E1E, IEHLE ThHHN—R=—R 5
BEIZHEIL T 7= (Table, 1, 2, Fig. 11).  LC-
PDA-MS ZHTaAT T /G5, AR END, /~—
RN=—BLABEDO BN T D/ HRATE L
(Sofosbuvir) & O\ /XA /L (Ledipasvir) @ 2
Ry D3 kSR (Fig. 1a), AMEfARD TIC Z7o<h
"7 1 (Pos/Neg) K OY LC-PDA 7 a2~ 77 A3 N
—AR=—FEAFELFELIL TV (Fig. 4a-d) . &
7o, ABEHD 2 fli5y : IRATE L KO
AL D7 AAT RV (PosINeg) K TN UV AR
MUZOWTH, N—R=—BLAFEDOHD LI —
L7 (Fig. 4a-d) . 728, YIRATE LKL
BT, BARMEDEFE LI REL
(data not shown) . GC-MS 43#7 CiZ, 43S
HLOIFMHEENTZLO0, (LEYDFRIEICITE
7Ny 7= (data not shown) . £ZC, H- KON
BC-NMR ZHIGEL, #fh 4A &, N—TR=—Fl &
B, YIRATE LR LSRR UAEHE L LD A
RO —EES > Tk &% R E LT (data
not shown) . 51T, Hd 4A DFEARIIZ DWW TIE,
LC-UV IC LM 5 B2 E \AAT ST /G R, VARA
TELRE)T RO IER S ON—R=—f A
5E) LR ICE A SILCNDIE AL
(data not shown) .

KIERIZONTS, NI, A7 a7 7 A
Jb, BRI P RORRMESE O R SEME I IRRGEEL TV e
7o, MR 72w A 2 LT EEL VY, BLE
DIHTHER R OB RIROIEL, AKX, RO
PRIREN DT 2R, 85 4A OFERIT N—
R=—HLEEE THD ATREMED D T b D &
HEES T,

2. N—R=—EEEEHDNIY ST 48 400
mg LITReom A (B 1, 2B R 1U5)
2-1. 85 1 R OS5



B 1 R ON5 IXEADGEAITHY, HFHRED
GIIEH O R TH-T-. L THHIN—R=
—R0 A 5E () RV /LT 1B 400 mg (5 £4)
ORI AR THDHIL, TR
D, TS 2 KIE, B THEHN—R=
—BLEBERCY VT A BELI TR D D Th ST
(Table, 1, 2, Fig. 11) . GC-MS 43#r&4T > 7-fi
B, B 1 RN s, =aF TN (FAT Y
), a—, p—, y-ha 7 zo—L3 kR &N (Fig.
1b, 5). ¥IZ, LC-PDA-MS 43 #1247~ 7= 5,
L 1 R OVE D, F70 (Vitamin By) , =25
VTIN(FAT V), EYURET L (Vitamin Be),
RUNTFURR, VAR TZFE L (Vitamin By) 236 H &
#17= (Fig. 1b, 6a, 6b) . F7=, ifR{kD TIC 7~
~7'Z 2 (Pos/Neg) K OF PDA 7t~ 77 AT
LCW=(TIC (Pos):Fig. 6¢) . 7233, £y,
= EOEPEIERIC I, G, FEE A,
VAR VD —E AL S TRIEL.

51, ENA—I—X $1:XD, Bftor v
PFVAD, B 1 R ONS OFERI LA S
PILCWABEDR LU, %4 T 5884l D42
a1, TR, AKX, Bk Z L7z
LA, HEDTEEEIL T (Table, 1, 2, Fig.

11). &7z, GC-MS K U LC-MS 73 #1128\ C,
X O I FAE YT VA NDR S T a7 7
AVHELEL 1 ROV OFEANC KT HH DL
LU T 7= (Fig. 5, 6) . s, Rk~ a7 7 A
Jv, FEDRZEMEITRRFEL TR, fEERI7R
fEama o T EEL VA, L EO TR R L O
BRRARDINBL, AKX, By R OMAREDSH] 7
LERY, G 1 KROS5 1L, X AERloe 23l A
PT VAN THDHAREMED R TREWWH D EHEE
Iz,

2-2. #% 2B

B 2B I RERADEERTHY, MyeRro A3
KEMARTHoI. IERITHH N—HR=—fL
BB (BB f0) 0 7L T B2 400 mg (BE£2) D)
MR AR THDHIE, FIAMECAR D
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b, AERIE, EHSTHLN—R=—F B
VrIVT 4 BEEIT BRI DL D Tho7= (Table, 1, 2,
Fig. 11). F7=, BRI A IKDH DU NI N—T fF
HOIZBWERLIZZEDD, WKL D5
BIITCODATHEMEN B 2 b7, BEEIC
FDEE (B 21772, Lo, O,
FARET, SR, FIFBIES ol Tl n,
fh 2B 1 3AEY SR D = 2F D ATREMEN B 2 5
#1u7= (data not shown) .

GC-MS tfr&AT o7 A, ik 2B 5, =7
=RV, TYARZT =RV (A TRSY), T A
B (A, ~FUREDRST), [6]-2av A —
v (BrFavicE DR, [6]-F 7 a—L (La
UXay, hXavirE Osy), YRy, 2
I AEIVESY), T =2 (AU
53), VL b 8 T A3k sy 03 HH & 47z (Fig.
1c, 7). IKIZ, LC-PDA-MS 43 Hr&4T - 7= 3,
7 xRV, FIARZT =RV (A TS,
TaeTaly, SF=7aly (%I YIRRSY),
VIAVF 2, TUVFANVF 2 (B Tiksy), v
YRUY, AV AERVERSY), T =0 (A
URGY), [6]-vav i —v (I ar il O
B%5y), LAk 10 SO A S i &
(Fig. 1c, 8-10). 725, £, 1R EDERE
el c &V, Prfrliefd], MBE &, ~AAIML
O—FHEb > TRIEL-.

WIFNZAT -T2 GC-MS J U LC-MS Z3#Hric ks
W 7a7rAn BT, £, vy s s, b
v, v AT R OV AT EIRHEI 7R RSy A3 H
SNT=ZENS, ZNOEBLE AL T DT
U CTHEIRG,, NS, WIREGMIIEER, /)
HEBGARE A, KA DPMEMICZEN
Sfz. ZNBDOERITINZ T, SRR, A
R, AR C AR L CHERORE L O~
— Ry MRBREMRDIKL, RAEANTERNA—T—A
FEOEIRG X ABER DV N TN S TF A
BERNCREVIAATS. 22T, ALV EREF 2
BRI OV NG RS X ASER| ORI A2, $E



HIOTIR, PARX, REBEE LA, Zhb
IEELIL T2 (Table, 1, 2, Fig. 11). LasL, i
fh 2B K OVINE 15w ABEAN L RIFEE O &
T2, FIRG =% Z5EH O E &I 20 mg
FRE#E 7= (Table, 1, 2) . 7=, GC-MS KO
LC-MS 73 #rizd T, A #Bi/ N B =% A
FERND RSy 7 07 7 A VAL 2B DFEFINT 3k
THLDOLEEIZ—F LT (Fig. 8—10). —J7, 5
RGTX ABERI DR 7 17 7 AV EITABDNT
#7252 (Fig. 8—10) . SHIZ, ZO5HriEfe
<, B 2B 5, BIRGIITEASINT, N
HIGICELA SNAEI THT2TAIL DIy (v
PRV, AV A), KOV AT DGy (T
PV=), IFkav ks ([6]-+av 4 —L)
Z R U7z (Fig. 8—10).

WY, R a7 AL, SHRIFHIRE,
S D[RS IREEL TR0, TEERYRE
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RARDANBL, AR, By ROMRFE ST 5
Ry, B8 2B ofeRE, A o/ N F BT
AFERITHD A HEMEAMERD TR\ b O S E S
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UL EDFERMNG, 255 5 853 7 BiRZY
B SRS S OV it R LV EEHES D
#l54& Table 3 [IZEE807-.
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D. &%
AE OGS L, 7 BT 6 IR N—R=
— Bl A BED IEHL G EB SN R O e 28,
TAESN T2, BETHLAES IR T
D —ATh-o7o. LinL, R I3RS CTR%i
IREFES TH LI, BEAF O 08 5 %
T8 i L FARIT  SMBLS IR 7o (8 18 S 2N BT 72 1T
WY LAREMED RS, A% bEISHEIEEDR
VETHD. 128, AfiRITHOWTTL, PRk 29 4
2 A 1 B ORAT BB BB R G R CRUT
RIGIFIL N — R =—®FL A FE | DIAIERIZ O
TEE 4#) LLTHESNTOD [5].
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DI, RFERAEEEZ, R E IS O IE
IRVRB A MR T D70, HITEIRIE S & O R
X DEE R Z1THE LB I, BRI A TR
6T HZEDs, JEATBE KV 29 42 H 16
HfFcimmEns [6].

E. #im

AWFFETIL, C BT RIGRIFEN N —R=—F
BHE ] OGS 5 B -5 T BRIRIZOW T E
1Tolc. ZORER, 3 BIKNDIZY RATE LD R
HEN, 1 BRIENBIZRATE L KLV 8AE
PR ENT=ZEnn, ZNE NV 7S VT 1§
400 mg, N—AR=—F A D EHLILTHD A HE
PERE WS D EHEESITZ. F2, 2 MDD
e ZI R RS, ENREDOY 7Y AR
DORIREMENE Wb DO EHEES . SHIT, 1 &RIE
DOIXEE O ATy D3 S i, BN ED
B, R T2 /A NG E S
T ZEER]) O FREMES FO DS O EHEE ST,

Uik, ARG SIE, DN IER GG &R
LR CRATESNCUWV7, BETHLRE ST
BITELr—ATh-o7=. LinL, R I3RS T
R RIS TH DI, SMEH Ll T 458
DFTZICVEE T 2l getEb failsh, 5% EE
BLEETHD.

F. WF7E3E
1. FPa¥EE
WILZRE T, SAIG 2, BIHION, IARS,
AL -, SLILERR, & H=EA, BEFEEE;
C B RIGIREE N— R =— Bl A BED A TS
(2B DR T, B ARIER B 36 4F
(2017 /27 AREKTE)
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(1] =

[2]

(3]

[4]

(5]

(6]

E ML

2B R

AT, SRR 29 4F 1 H 17 B, BB
WHE 0117 H15 - EBGRIE 0117 Hl-
AR 0117 15 ALK 0117
551 50w T 3R A 0D 3 1E 72 i 8 O A% 12
DN,

AT, MBI KGR, CRITFRIEH
HIN—R=—®F A8 OATEHIZ DN T
CER294F 1 H 17 H).

JEA T, WK E R, CRITRIGH
HIN—R=—®F A 8 | DA IZ DN T
CER294F 1 H 23 H).

JEA T B, MR RE R, CRITRIGH
HIN—R=—®F A 8 OATEHIZ DN T
CER294F 1 H 25 H).

JEA T B, MR RE R, CRITRIGH
HIN—R=—®F A 8 | OETE S IZ DN T
CERk294F2 A1 H).

ARG, BB KGR, R R
O3 1 72 75 18 O W R D RUEIZ 2T Ok
2042 H 16 H).
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Table. 1 i kA

L5 37 TR EFNE-BREBEORR-& [ VA X #HxBExES(mm) |EE(mg)
By HEFRI-FHEMEK 8.9x204x77 1488
H2A HRER-BE®NEK 9.1x202x70 1232
=] %@Hﬁ?ﬁi%ﬂ—’?ﬁ@.*ﬁﬂi p
BRB | mrr g —oREOCsNE) | (B X53 337
s 3 HBEFR-BEMEK 9.1x203x%x7.1 1236
2 RAA BaEil-aem=x 104X 19.8%6.9 1044
5248 HEFR-BEMEK 9.2x203%x72 1272
B 55 HEFR-FEMEK 8.9x204x7.7 1534

Table 2 45 B{RE D Ll FRELS K& OMEHEY) B

H R Rk AN B BREORR-a |7 R RXES o=
N—hR——Ea5E BeiEF-nesx 104x19.7X6.8 1036
VI18LT18E 400 mg EHREF-AEME 9.2%x202%7.2 1252
YRRATEVIEEYE HERX - -
LUNRREIVEERIEZEME OEHREK - -
ERFEERRYTIAE EREF-EEHXK 8.9x204%x7.7 1527
ERFEDE S HHF LeEARER-FEME =
NEBBTIAR | (RFE) | (EEEhE—IREoicsng) | (ER) X583 332
ERFEDESEFA LeEARER-FEME =
IEBRETER ) (525 (EEE-FA—TREOHNE) |JOER) x52 312
Table 3 FRIALDIR HHSNTALEY) B OV ATRE R LV ERHES D B
Bk SR RN BE-DREORK -6 (BHEAY AEEEOFES
"o . \ ERI % (E4IVBI, B2, B6, E, 747V, . .
W |REHH-REHRK ey E B T A
2 E2A E2oRFl-Aem=E YRR TJE )L VIN)LT 188 400 mg
IRy, FIARIIZRYL (RAIED)
ZILEZOYY, RAEZ27O) 2 (I IRE)
JIAYFD, TUFILIF (FUIIES) ERRENS % RS
8508 LEARER-FEBEK SHURYY, IIVUATIVES) BEIERTHEAEA
mH (BEF-FIN—THADIZBVE) |7HIZU (AU TNEESIER ] (5
[6]-SarhA—IL(hoFaiEORS) )
[6]-F 5 E—IL (SayFayiEDES)
d=i
EURK] EeEFl-aem=k YRR TE L VIN)LT 488 400 mg
&5 AA BaEF-Aem=E YRRTE L, LLRRE L N—R-—Ea%
& 4B EEEF-AeMmXE YRR TE L YINILT18E 400 mg
WEs  |Eemm-menE E5S/M(ESSB1, B2, BO. B 7YY | mpgsmm oAb
INVNTUER)
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Fig. 2 LC-PDA-MS analysis of SOVALDI® Tablets 400mg, Product 2A, 3 and 4B (Pos/Neg/UV)

a) SOVALDI® Tablets 400mg
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Fig. 3 °C-NMR spectra of SOVALDI® Tablets 400mg, Product 2A, 3 and 4B
27



a) TIC (+) ) ‘ ) (6.66 min) HARVONI®-
100 610  Sofosbuvir ] 9301710 (6.10 min) 445.2156 Combination-Tablets
80{ . . [M+H]+ 889.4235

] Ledipasvir - : ;
60 6.66 p : AW [M+H]*
40 / \
20{ - ) e miz ) ) ) N i < - i i m/z
o] 510 b
100 ’ ; : . ; T. (6.66 min)
E Sofosbuvir 1 530.1703 (6.10min)| |: 445.2148
80 re : : Product 4A
oo 6.66 Ledipasvir : (M H 889.4216
] . M+H]" |
a0 / : AW : [ ]\
20% N miz m/z
05 / T e i it e et T — — — e i
4 6 8 10 12 14 16 18 20 22 24 26 28
Time (min)

b) TIC (-

) v ) 6.00 1 528.1546 T (6.09 min) -+ (6.65 min) - HARVONI®-
1003 ' : 887.4059 Combination-Tablets
807 — Sofosbuvir MHT 574.1602 ,

] : : [M-H]-
60 . . M+HCOOH-H! :
] Ledipasvir : [ ™
40 : :
20% / = - miz 7 ™ V miz
0- 609 : — e - £
1009 | ) 1 528.1548 (6.09 min) 7 (6.65 min)
80 — Sofosbuvir - : 887.4062
] : 574.1605 Product 4A
60: H H = N -
] Ledipasvir 1 MHE [M+HCOOH-H : [M-H] \
40 / : \ S
zot — \3 miz S miz N
03 “A“ B A
4 6 8 10 12 14 16 18 20 22 24 26 28
Time (min)
c) PDA (262 nm) ~ HARVONI®-
oo 607 4210 (6.07 min) Combination-Tablets
] Sofosbuvir
803 262
607
E Ledipasvir
40
] 6.63
204 A/ I
k| I
o i
6.07
100+ 210 :
] Sofosbuvir (6.07min) Product 4A
BOt / -
607 Ledipasvir A
404
] 6.6i/
203 ﬁ nm
04 ““m‘ i ot e e e NAAM Anat s ene e o o e haes Mot g Dot et Ao heat s nons nas heens Moot one Menos s Menas neseheset enes Tt
4 6 8 10 12 14 16 18 20 22 24 26 28
d) PDA (326 nm Time (mir)
) 100- ( 263 222 (6.63 min) ) H_ARVON'®'
E| v Combination-Tablets
80 . .
] Ledipasvir
60 / : 326
40{ 28.53
209 . ; nm
] |
0 .63

1004 222 (6.63 min)

87 Ledipasvir Product 4A
607 / 326
40% 28.53
204

| nm

o e . prevepreery a— — prevepreery T T S e e e

4 6 8 10 12 14 16 18 20 22 24 26 28

Time (min)

Fig. 4 LC-PDA-MS analysis of HARVONI®-Combination-Tablets and Product 4A
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Fig. 5 GC-MS analysis of Commercial supplement A, Product 1 and 5
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Fig. 6 LC-MS analysis of Commercial supplement A, Product 1 and 5
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Fig. 6(tX) LC-MS spectra of Commercial supplement A, Product 1 and 5
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Fig. 7 GC-MS analysis of of Product 2B, Kampo extract products of Kakkonto and Shoseiryuto
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Fig. 8 LC-MS chromatograms of of Product 2B, Kampo extract products of Kakkonto and Shoseiryuto (Pos)
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Fig. 9 LC-MS chromatograms of of Product 2B, Kampo extract products of Kakkonto and Shoseiryuto (Neg)
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AN

JEAE G T TR A S i ) A
(3RS « EFREARE L X 2T MY —W A = AEIRATF SRS 3E)
AR

HBFERRE  MRGRIET IR OFE - T M ORISR 2 ST b EAR L O

B B B B
WRAE 5 BE ESEER R SR R
FIAIEISCHEE S 2 (7 8 5 B OB 3K 0> SR AR

Wrget 8 ek B ESZERS RN Al AESEIEE SR
(Bl - BEASINDERIIFER)

e BIXAARERHFNEEEKOOESTHY, &< noit, e, Mim, & Fofk
DIZHWHLNTWD., —F, BETIIMESORDVICHEEMEA SN TE 2R, i
FINEBRO L P REFRIEE OBANRMELE > TnD. BIfED L Z A, HAR
WEEMELTRMEBELTWDDOIMTEEDATHY, AEELROEESRIEOMAIL
WESN TRV, 5% AARTH A SRARMATET 2 af et s < e R &
MASh LR bmED. AT, BARESNE L THEMSGICBW T E R, B
B, BIEFRE L L Ol 2 KO FEFFEIZ OV T, flsy & BB O E D Dl
ERRAHA L. 2R, TEHS TMER L LTl 560 THAEFMICFRD 1T
<, BATIERGL L LTEREO LT RVWAE SROREF LM & 138 - B@la+ &
LODOHIETHHLNIKRITE S Z EARENTz. —F, AEE & BIEF R IHITRER

TEIZIRELS 2 BT,

BRget
Ffr BB MRS A

Fully BLER [ESZES SR AR ERT R
PILZSRET  ESZER R E A TERT Bk
Bl &0 [ESLEE R & dn i AT 7E T A R
o FAENEE

A WFZEHK

firE /L, AASERT GE+H/NduE) IGEAE
HOWNEO>THY, YIVKRIE I (Polygonum
multiflorum Thunberg) OBBETH S, H < 0
O, ik, ffgEE, M, & TFOHICHNLR
TWD 03, §EE T 5 & O R 23 B A
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T, RbViICHERBEH SN TE. BER
DIEFFEIZHOWNT, AAKRICADERIZRN,
W [E Tl 24 7~ (Cynanchum wilfordii
Hemsley) DIRZHIRE T 54K TH D LHE
EhTnd (FD V.

AR, B E RBLG ORERR R M 2N T2 ARSI
FHEYUET L YENT, HEEANTEZMEL
TW5. oL, 2015 4 4 A, BMEEKLE
4L (KFDA) 288 EMSICitmd 2 A E HELE
B A PRA LR, 65%0RMICAHE S L
RED L Rl BEEAFFH BN S T
WAHZENMHBNE o723V BRI
C.  auriculatum Royle ex Wight DR TH 5



N, C  auriculatum #IEIRT OMEKIZE 2 5
CMEEFRT DLV IRENRHY, T AU D
BAMEIRF (FDA) MHEE L TWAHT —F_—
ATCHEAHEY E L TRBEESNTNDHDOT
b5V AEIOLX S RAER & REAZHOR
MTEETIIE S 2 6EER->TEBY, 2
F TIZ PCR EE W2 liE OERNENZ < #H
HINTERY O0, RugEsb s (45K) #
FEEEIC BRI ST D P

BAEOLZA, BARICESREML E L@ LT
WAHDIIMESORATHY, AEBEOERES
FEAEORRAITHE S Tunen, L, kil
DOHEBEARLORNIET AV B TTT
WZHRFESNTND DL H 0, HARTHEERENE
Forfam e L CHF 2D BB THARN Z Xt
G b LEBRBEBRMThh b 9. 4%, H
RTHEAGESEA RSN TRT 2 rTEEMEN &
<, FRITHEVEE R OB AT 72T ]
BREFEHINAEMREbEmED. £2 T, H
ARESS (WETS) CES, AES, RiES
BE & L Ciftdd 5 A3 D L FAEM IO T,
WAy & BT OmE» LI NEREEZFHAE L=
DTHETS.

AMFFEAE L7 E R, BRI L ORE
PR (BIEARE) OffMAE R 2177, 2
NOAFITT X CTERNAEREA - —Z2B LT
AF L.
ElEREE s v~ b5 7 ¢ — (HPTLC) (2 X
EAVAxilY
a) PN OUEE
mtEREE 2 v~ N7 Z 7 ¢ — (HPTLO) I,
HPTLC Silica gel 60 F254 Glass plate (20X
10 cm) (Merck #1:#Y) % Hu 7=, BUBHARRIEA
Wi, TLC Yo7 FY r—s— U ) ~v—
kV, TLC EifOHR#EIZIE, TLC

KA T AT I
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TLC BV 27 74 % — (T s CAMAG #HHY)
ZEA L.

X, $BRAME (V) BT (254, 366 nm),
AiERIR (AL TR 12k viTo
7.
b)  FUBHAIK DFR K OV i S ftk:

F B OREHAR ORI E, LT O X 51247
ofz. F2, TRTOFERNEIRIL HPTLC 7 A
TL—RMIARy ML, 7 cnJBBHL7=. &
ARy bON FIEIX 8 mm, 2N FREFE 2 mm

EL7.

HEFAR ARBOBK 0.5 g lcAZ /—L
5.0 mL 2%, ¥ 5 sy M E AR AT 7.

HAR ATk, 15 DT Ak a2 WwE L, 7R
W A K 7 —)v 1 mL SR LT b O % kA
we L.

HPTLC 4t JEAE : 45 3 pl, EEAVALL : Hiig
= F /K AE ) — v/ FEEE (100)

(200:10:10:3), fH}: UV FRE} (254, 366 nm),

T i s s IR R 1%, INEL.

IR i T
a) DNA it}

AEFERBL A 20-30 mg VD LV, Lo b
D% DNA fifiH AR S L7z, DNA fifiici
DNeasy® Plant Mini Kit (QIAGEN) MK OV

QIAcube™(QIAGEN) ZfFEH L7=.
b) PCR 4fF

¥ rDNA @ Internal transcribed spacer
region (LAT ITS w10 OHIEIZIT ITSHA K TF
ITS4 % 10 HERRRDNA ¢ril—traF intergenic
spacer (LAF trol-troF fEIR) 121X trolF-c &
W tralF-f % ', [A U < 3EREA DNA trm-pshA
intergenic spacer region (LAF trnH-psbA f8
190 1Z4% PsbA3_f J % TrnHf_05 % WZh 2
N4 ~—L LTHWZ. 27T A ~—
BoAl 22 3 IR,

PCR SUSHEIE, £ Oz iR 256 b
L <, KOD FX Neo (TOYOBO) 0.5 pL, 2XPCR



buffer for KOD FX Neo 12.5 uL, dNTPs 0.2
mM, forward M ONreverse primer £ 0.2 uM
ZaEtebdIZ, 0.5 uL O DNA IR &Nz 25
% 25 uL & L7=. PCR KJi&ix DNA Engine
thermal cycler (Bio—Rad) Z#MHWTITV, &
7w 7T LiF (94,
(98°C, 10 sec; 60°C, 30 sec; 68°C, 70 sec)
x 31 cycles, (68°C, 70 sec) X 1 cycle &
L7z, 7k, HIEEMIT~ A 7 vF v 7T EKIK
#hEEE MCE202 MultiNA (Shimadzu) % FHWNT
VKE) LR L7z,
HEE PEMAE B OVBC S AR AT

PCR FGIT & 0 45 & 1L 72 iR PE W 13,
MiniElute® PCR Purification Kit (QIAGEN)
ERHOTHERL, 2—a7 00 Yx /27 2K
ASHICEFELTH ALY For—F Ak
DIERESZRE LTz, ZHHESNZONT,
BLAST FRIRMEARSRIC & 0 B & #EE L7z,

2 min) X 1 cycle,

C. M7 A
EPEREEE 2 v~ 75 7 ¢ — (HPTLO) IZ&
2 T

e & K OFERIAFEEE 19 KISV,
HPTLC 73 #r AT » 7o R & X 11T d. 404D
FER EELE T EN TV DK (Sample
1,2,5-7,15-17; LUF 82— A) D55
NZ—=ITHERRRRTEGE E Shomik
Do Z — 2 L LN .

—J7, BER EITREFRIE & S DK
T, 2 O GEE S =R R 6T (X 1).
72 H Sample nos. 3, 8-12, 14, 18 TH.
b XZ— (LA, 7% —2B) & Sample
13, 19 TRHTZANZ—2 (LU,
INE—2C) ThbH. W"E—2BERLIZDIZ
ZEAEPREERELTIMELTW DT
H o773, Sample no. 18 DL EIEAKIEE L
TMBET 26D Thol. Eiz, X¥—U C%
KL 3MIED 5> B, Sample nos. 4, 19 134

nos.

nos. 4,
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B E SNDIMIETH 727, Sample no. 13
DHHAERE L THREBET 26D TH 7. T
OOFERN G, NFLAEIEREI oI, 3K
DT EPGPRRRD S ORFET D A6
MWOIRMBEE N, 22T, b 19 BRI
WTEASFRAND D EERFEDOHEE 23l 5 Z
L& L.

ITS fEk,
AL SR AT
2 IR TE B LK OEBAIKIZONT,
ITS 78, trmH-pshbA FEIR KL O trol—troF $EI
DOEFNZ T, EFFEOHEE 21T - 72 (£ 4,
5). 728, Sample no. 8 2>5 1% DNA 23fhH X

Nignoiz.

EFEARHCMER L TSN TV DK
& (Sample nos. 1,2,5-7,15-17, HPTLC /X%
— 2 AMTREEITT T, SO MY T
5D P multiflorum @ 1TS &N trol—traF 78
W(F 4D EbmWBSIHERMEZ R LZ. Zh
SRRD  trol-psbA FEIEOEHNI X A L7 K
V= AT T E e o To b DD, ITS
JeOY trol-troF FEIEORE R & Az SRR I
M5 E T ULENTWAREE (Sample nos.
1,2,5°7,15-17) X9 _XC P. multiflorum 3
B EOE LWREFERENSAEEI N
bOTHDZ EMNRShT. 2T L0, HPTLC
THRE—2 A ZRTHREIIMERTHL LS
2 BT (£ D).

—7J5, BHHES (Sample nos. 3,9-14) Kk N F1E
4721 (Sample nos. 4,18, 19) & STV A
KD ITS fEIR, trnH-psbA fEIK N O trnl—troF
TE AT L= 2 A, YOMEETY sample
3,9-12, 14, 18 ® /' )L— 7" & sample nos.
4,13,19 O 7 NV—TIZoiiz. ZibD 7w
— 71X NE HPTLC OXF—2 B (7272 L
8L DNA filiti S e o 7o To b
FhT) LAF—rCLiTERIC—H L. A

psbA—tnH FEIR & OY ¢ral SEIR ORI

nos.

Sample no.



A — 2 BRARD TTS fEIk, tro-psbA FEIE K% )
trol—troF ST ENF € auriculatum O
ITS 78k, trmH-pshA FEIR KL O trol—troF fEIR

( GenBank EU580717,
KT220734 and JX028242) &—#HL7-. ZDZ
EMD, HPTLC T84 — 2 B 2R TR A D FH

accession  nos.

X ¢ auriculatum Toh 5D EHEE I N (3
5). —J5, /XH— CHIRD ITS (8, tral-

psbA I O trol—troF FEE, C wallichii
Dt D (GenBank nos. LN896989, LN896868 and
LN896761) & T i b\ ELSIFRIFEIVE 2 78
L7z, Z0kd, ZThboEFEMEL, C
wiltordii C% C  auriculatum T % 720>
Cynanchum JEREY)HETH 2 v[REMENE 2 6
iz (£ 5).

U bLoREREEELDDE (R 5), A
RRCAE R & 7L SILTWVERRIRIET T,
LD PRSI D HERTE L BB b HE
ESNLEFHEN KL, —FH, AEEHD
WITREFZIH L 7L EN TN 2D TT
I D HERFE & B2 B HEE S D 5
R —HL7-EEZHDH DI Sample no.
18 DA Th o7z, 7 ORIKIZHOWTIE, B
S UTHA LTCRIRDFE BT BIEFZIHO
HIEFE (¢ auriculatum) AIROHDOTH D,
BB E L THA LT DX Cynanchum

BEHESND bOD, HFEFEIIAHATH 7.

D.

it
.

AWFIETHWERIRIE, £ 21778951
TRCHEEEETH D, —F7, AEROHE
W) % NZTEFR L TV D DITFREO R TH D,
Alal, B R O BN BIEA R o KL &
ANEDLo TWD AR H D & W I R %
O, PETCTHARED BT E D X 5 ITH
ESNTNDNERANT (R D). TEOKR
THLHPERIIIAES, REFBIELE BIC
HESEI A~ O 72 W, HIETHRbi b &

40

F 2 FLA L T D e RS (3l £ 3K (2 B
THRBRHS. Zhickd e, A Elbai-
shou—wu] DEEJFHEMINL € auriculatum Royle
ex Wight 2 &R Tk 9, BETHESDOE
JFHEM) & S D € wilfordii ORIERELTE
[ge—shan—xiao] LEEEN TV 19, 51T, H
SO E UTRILED, RILEORI4 & L
THEENZFZT LN TR, WAEIKD KR H3 5
KTHDIENHREINTZI R, EBHnEN

ZIX € auriculatum DIRNAE S & L TRk
SNTWD Lo I b, fENLIE S
FTHESZEMELER SR X TYH, C
auriculatum & C. wilfordii O 575 bai-
shou-wu (HH ) OHEJFE LTl ST
7= 0 KRB CHW RIS X CTHEET
bolcle, HERE LTHALZIZEALED
AT DOILJFFENRIEFBHO b D & AN
Bb2 LW BB o7 EZLND. 5
%, BEPED A HPREFBEIEOBE I
WTHRFT LW EEZ TS,

E. i

il KB & LCitmd 2 43I VT, A
ZECIHAE LZRY TIHIE LW RS 2 v
LI TWe ESEOEFEY E L TED LI
TVLHDIFHPETHL TSI LD
D ERE LTHROILTWD HDODOHIZHA
TERMHE LTEROLNLTOWRVWEHEER
FIERRE NIRRT D Al getE iRV & b
7z.

—J, FETHE L TS EEE & BIEA L
HOZEFHEIL, HETED BN TS HD &
BRDZEBHENL R, ZO—RELT,
HIEEEEE CHEROREMY & b
M—EL TWRNWI ENRETHND. 2D,
i A S 93 HR E ] 2T K o TR 8 B
oAt &<, RC TEER] 2 AFLE
DH Y THEDENKE S B Dt H
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£ 1 HECRT DAEFY & 2 OIFREMA OB A

ey (F4) s 34,
H A it ] e
Polygonum multiflorum YL FZ7 &3 [EBY  MEE2 g ¥
Cynanchum wilfordii aAfr~ - HERY B 1117,
B 112 B2 v,
SRR
Cynanchum auriculatum — — Al HE S, FRILEY
VARG H 17 Sk, PRGN, O ESKI, QR e (2K FRRLE,
2B Sy NN

*EETRAERBENEFES N TWD HO.

£ 2 AWFZE TR TSR T i

Sample no. IEYNISIPYEE & D18 T JEE 1
1 e ] ISR
2 e ] ISR
3 HE S ] )
4 FARA B ] N
5 (B ] Iy
6 (B ] Iy
7 (B ] Iy
8 HE S ] N
9 HE S ] )
10 SREpS ] {LEkA
11 ENEPS aREs| N )
12 ENEPS aREs| N )
13 EREPS) ] A )
14 EREPS) ] A )
15 e ] JVE
16 e ] ISR
17 e ] ISR
18 HIEAPH ] TLRFE
19 HIEAPH ] TLRFE
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3 KW THW= 77 A ~—Ed¥
T ~—% Bl

ITS5a 5-CCTTATCATTTAGAGGAAGGAG—3’
ITS4 5-TCCTCCGCTTATTGATATGC-3’
PsbA3_f 5-GTTATGCATGAACGTAATGCTC-3’
TrnHf_05 5-CGCGCATGGTGGATTCACAATCC-3’
trnLF-c 5-CGAAATCGGTAGACGCTA-3’
trnLF-f 5-ATTTGAACTGGTGACACGAG—3’

% 4 GenBank |ZBEE IV CWD P multiflorum BIEEH|D accession nos. &,
ZN ORI E b E W HERIME 2R LT Ao —E

GenBank accession no.

ITS fHE trol—troF FEIE Sample no.
EF016288 EU402451 1
EU024783 b, 7
EU596382 EU402451 2
EF016292 EU402488 6, 15
EU808016 EU402460 16, 17
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£ b AHFEIC =R E S

B3, BRI B HEE S 7z B 5 fE & OV HPTLC X% —

Ve
Sample [ ARFOEIK A ND BAR TR D HPTLC /X% —
no. 4 THRINTF4 HEE SN T4
1 e & P. multiflorum P. multiflorum A
2 e & P. multiflorum P. multiflorum A
3 HE S C. wilfordii C. auriculatum B
4 FARA B C. auriculatum Cynanchum spp. C
5 e & P. multiflorum P. multiflorum A
6 e & P. multiflorum P. multiflorum A
7 iy 5 P. multiflorum P. multiflorum A
8 HE S C. wilfordii —2) B
9 HE S C. wilfordii C. auriculatum B
10 HE S C. wilfordii C. auriculatum B
11 HE S C. wilfordii C. auriculatum B
12 HE S C. wilfordii C. auriculatum B
13 HE S C. wilfordii Cynanchum spp. C
14 HE S C. wilfordii C. auriculatum B
15 iy 5 P. multiflorum P. multiflorum A
16 ORERS P. multiflorum P. multiflorum A
17 ORERS P. multiflorum P. multiflorum A
18 HEARRIE C. auriculatum C. auriculatum B
19 HIEARH C. auriculatum Cynanchum spp. C

HRPIKGEDH DL, AN OTRINDF4 & BT BHEE SN EFA R R > T

7= A K,

) DNA 23 S 7z iy 7= 85,
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D200 0RO OGO GGG

.

366 nm

D200 ®ODBOOO OB OO GO @

-~ - - - -
— - - A o - C—

F B+ Ry

IN9—> A A B C A A A BB BBUBTCUBAAATBTC

1 TEE, AEBLKORIEREIHO HPTLC /34T 5
$71% Sample no. &, TLC /X — IR D/RZ—2 A B, CEZFNLTIRLTND.
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K 28 AR FE R A BT BOHE A R B & (SR - R L ¥ 2 T N Y — Y = RBORITTE )

Rl e

KGR AT RS O - o - AFVETH & BB 205

ESLEEHE AL R AN SRR AR Al FER

Cynanchum J&¥5 & OY Polygonum BHEMIZ 332 [l e /5] ORI REF=RINFSE (1)
W BASKRIRY: AR (L B, HHE ORI, SR B

fFgess's AASKR S [MaE sl 124 5 F Polygonaceae /L K7 % 2 Polygonum multiflorum
Thunberg DIRAR 2 W2 A3 TH 5 23, [EHSOAIETE TII T 7 A EF} Asclepiadaceae d 1
sr~ Cynamchum JEMEMSUAR kD [TAER] NREBEAREL LTORBLTND. 29 LA
I K A EMEFGF X OB HIEIE OMFHIE 3 5 5 7 2155 HAYT Cynanchum J&J L Y
Polygonum JEHE# I3k & 3 2 - A OMARTEREIC DWW THRET L2, ZO/ER, BafLic
B 5 1% C. auriculatum, C. wilfordii, ™ 1E7> C. bungei Hi3kdh & B 2 S5 B 28 FLH

SNiz. BRETEAENHR SN —F, MLV ZOZFIENRRBD L.

ARFEB

(IS T AR D FEHHEE SR SEE O B, UGB OTRANERIK, < SO, HBHE

LT,

Z B OFREIX Polygonum J&HI KA DIEHRE & 1382 < Br > T,

ZDOX

5 12 Cynanchum J& HSkRAZ SR DR C1E, ROMUIHOBERITFHATH - 7=,

VAL e

PepgiEf  ESZEEER R EAENTIERT AR
EIER A (REMININmE HrER)
WILZRREY  ESZEER G R A e IEET AR
i OER

A BFFEHHY
M k] 134 5% Polygonaceae ™/ )L K 7
"2 Polygonum multiflorum Thunb. D3RR 12 Hi 3k
THEETH LN, ik THREA] WZHT5HY
Y>H0, THI oMERIE THER] 0% T
ECmECHmEL TS, THEE] oXEFIX
W H A4 F Bt (Asclepiadaceae) 4 7 ~ B O
Cynanchum auriculatum Royle ex Wight <> =1 /7
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~ C. wilfordii (Maxim.) Hook.f.®d JE KR & <4
D3, A b~ BRI E TR 60 R S
23 TR, MBI EEOTak), A
Airl, TREI] 72 EORFRY b &2, AL
AR TH 5. £ 2 THRNTFEE K O PERED
MG TAES) oW, EFERY Ot %
DA AEMFRTIELWAT L TR L, PR
TR LR ORI 2 772 7R BRI R
B 5] OMBIZREAR 2B O T L7z,

B. WFgEIk
1. FEBR K

BN E & EETS B L W TAE
51, XO'BEEE & FREkA &~ (Cynanchum) @



WOBRE N & B 2 5l [EEA R EE
F2 i) OBRFE L ER T Ic O W TREf LTz, 7=
FRHC TrE Rl b AF L2 (1, K1).

2. FEBRIGIE
2-1. FHFRIEREDEIZR

T LTI A 2 Epk L7z, RUBHI £ 975EY)
RRE SITEIY L, W T TKIC 8 IR
RiEER, KRR A, mEXI e b
— LI TEA R Lz, 810 H UIidhEmik o

fhya & MEISRDIAE, oKD LD,

IR ZER Lz, AR ENTIE U T Sudan
N Geta i o= v #2272 D1E ),
Eau de Javell Z HIWCEEH, @B LA K L FFn
KEEDW, T272HIc7 VY TGO L
7o B LU RO FEMEE (FU R
BH-2) FIZTRIR L. IA—7 T ADIE%
2 H3EHCIX, EEBIROP.LES Z ST
IR L7225 &9, KERIEDOE Y H LRI FREE
L.

C. WFFEHER

FHS BT D, MR D < [RER
RER1I~21R L. FRENRBIREE
X2 ~3IZRLT-.

1. Cynanchum JE4 4 DR O — ) FERE (1X]
2)

BAVEIZE RS 72508, M L0 BRI
RN THDZENRDDH. VT EIENHs Kk
AT CHLERRO DD . £z KA E
OAMANTITAMIAEEAFRD iy, FRIZ XV AR
Fepl L e D, HEEL, OBICRDL B D
WFRO HALD . IR OEE #E & AR F AN
MO R DB L EFIR, < SV, HD
WEZEME R EEZ RS2 BEERITHEICL D A
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72 % F T TIRORER O Z MR F 2 A Bl el PR
DEFEHEERDBO DD, —IRAREBIT =~
F. BEAMMBTIZIETASARIRRD b,
BRI E 7213 2 ~ A R OBERIN B 72 5 .

1) C. auriculatum ORIZH KT 5 £ (X 2 A)

“REETORENZEE D b D . A
BRI RERE T, FEREHNTH LM TIE, A
AIREEIEMRREOBEICE E 5. IRKEILE
MR~ BB E 2L, ZTOHOEERIL 456~
100um Toh > 7.

2) C. wilfordii DIRIZH KT 543 (X 2 B)

“RBEETOREITVEROONDD, IR
g TR ERDOMEEN B D N D7 — AT
FHERIZ < OFLEDRD b ALz, AT
RiEfg CHLIX C. auriculatum O LD H/E
<, JARZHNTH LTI, AT E
STELBOLN2NEDORH D, “IRARHIZL
SVB~TEMEERL, £OTOEERIL 50
~83um Th - 7.

3) C. bungei DARIZHINRT 5 & HEE S AL A3
(X 2C)

CWRZE T ORENDERD BN D . A
FETIERE L TR OIMUICERIREET D0
&, TORMNCHEZ 2T H DD 2 FHRD BN
To. ZIRREIZRINEEZRE L, ZOFROEERE
1% 88~213um D 2FE LV H KU TH - 7.
UL EOFRHBIE, o FAWFHICEE Lz & Off
LD HLNIRWFHHITH > 7203, —EBDIHk
S#Y 12dH D C. bungei DIBDOKEMIZ B —E
L7cZ &nh, [FMEHREHEE L.

2. Polygonum multiflorum O#R D — A HE
(%3)

AN s, 20 L EEINEND
2~3BO NI ENITIINEWRED L
TR D5 ~TETIXZ O XS eNEWIL

Iz



PO DILIR oo TIREE O FARRE I 1A
BONEY & ETet ONFED i, Sudan I T
Tt S o720y, ek v 7 J@ROW
KL & IS A TREOICREG I
2. TWREBOPNENCIE 1 SO KRE g TIRHEE
RO HNLA, ZIREJEFIIEMIC S R
MEE DN D 72 DL D B HERE RSB S 4,
BEE OB FEHEF /D 1 DDORE 0 “IRMEE K
ZEY T 72 > TV 5 (K 3 Fig.1-E). —&
MEEHRIZ 3 ~B AR L TV,

YL EoRERIE, A% ekl & LTAFEL

7ZPESh D 9 5, Cynanchum JBHEY) DR Sk T7p
WSRO ETIZAEK LT
D. /N

L A faEk] & MrEsl EAEEOM
WMEETHRmH LEHE, TAEE] ORER
Wb A 7~ BEDOIEKRR, [iTE 5]
DEFDOIFEALE TNV R ZIOWRE, %
NENHNT W, BRBAEFEO—EIZITE R %
N0, AT ALY FLElolzbd
LR b ().

2. THER] HAROBU T 28R LL
A, AAAETRHNFARAENERLIND H
AT7L, BEAERDLNI2WE A T L
iz, L8 Sudan N FRIKIC K D 81N a]
RE7Z2Y, —HBCILMILE AW & ORI R <
boloZ L n 3 U HERIK VT8 % if
ALz, o5, AFFEAICRaIND.
% 72 Cynanchum J& DR O "R TIE, Ik
B E LT S AR EIIGRE & (30, 2
WHEE RN RET D ERH LN o7, 2
D J A A SR A T 00 v G A4l B R 4 R &
TR L TEY, Wb ZUHEE R BN L
TN,

/\75)
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3. AR, EFhwEAZY) 77 Lo XL
WDIERM 7R FIETIE R L, o FEMTFRIRE
B D FIEZEEDS W THEE S L7z SR 4
BE EORIWE L=, 29 LEEHERNZEE SN T
BIR OALFRIZRE R AT & 2 A, Z DR
WTEIZ3INRNE =N d Z EDbhroi
W, O 3RY — IR NS — oD HE
B S 7 FE R & m VRN Z R LT

E. &%

FreE &) AT, TETEERAESE
BHESECIE e <, —MA7ZRASKE L TligIcH
[l TWe CEEDORAEIC LD (LG =N
1 2016) . AAEH IR [E O A AL 5 T UL R
— DB D EETH ST b DD, —HORME
CiX Cynanchum B kD [l &) A3 HkoE
IS h TV, # 7 F (Polygonaceae) ¥ 7
(Polygonum) EAE SR kD [T E &) & o
RIS S L.

ZA
’lillilﬁﬂ

LB, ATFEFERNCH BN L R A
Bl E LT, MR ieIC & 230 a i 5
BOY 77 L AL LTI, ZORER,
ST AEMF TR L > TE LR ZRER R
CRB TR ZAEDNRD bz, 0 X9 AR
FERIEEI, BB AT LIS WIEFREO
MBI —EDFREHEL L E&F 2 b, o4&
W 2E ) T ik &I AT U7 MR RE 2R B 9 1
EOMEZ R L2 72852 5.

F.

G. o3
1. FaRk
1) &5 s, R, RIEER, 1R T
WILARE T, AILERS, BEEE, Teusl



DAEFFIIIGE, AAFEFERE 137 F£2, e
(2017.3).

2) RUCHERE, FEHECN, N, R T,

WILZRREF, SRS, BHEEE TAES]

DAEZFHIBGE (2) ~ [ &l L oiic-o
W, AASESRE 137 £, G (2017, 3).

2. FmSCFER
'L

G. FNEIRAPEME D HIRE, ikl
H®L

50

H. fdEEfabsis
‘L

2235 Uk
1) FEEME, [EE BRI L arkaE A ],
NEBfA R, 465, 1957, p. 262.

2) P EESH L EDI e, [TEEE] 5
— A, AR AREE, JERT, 1982, pp.
328-336.

3) Wu, Z.Y. and Raven P.H., “Flora of

China” Vol. 16, Missouri Botanical Garden,

St. Louis, 1995, pp.205-223.



v
i

Boot of G, auriculatumRoyle ex Wight
s ¥ - - £
\ %

X
v <
-

) ETEe)
(hEEEE)

Root of C. bungeiDcne.

-
BIVSE

: _h?'“‘ K _1_ =l =]
U262131- 35 2 (E,'“,,;“g?““

.

2cm

Iz Ka-2- PEITIHE
Aho-1-hE (B@) HBE  (TIEE)

1 BERUVHRENRGICHEYTAIEEKILE)LMTERIT)
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TR 2
SRS ‘a ?l” o
3! ‘flfcr AT

. ‘}1’;)3.“ ) %

v o

B2 dEsIUVBEHBICEALTW I BERIOEYE
A) “Heshouwu(fAI B E)” in Seoul (Root of Cynanchum auriculatum#*), B) “Baishouwu(E B )" in Seoul, Korea (Root of C.
wilfordii*), C) “Erye niupi xiao( BEES B i&)” in China (Root of C. bungei(estimated?')) 1) Periderm and Secondary cortex, 2)
Vascular bundle from secondary phloem to secondary xylem, 3) Xylary region including primary xylem, and 4) Anomarous
vascular bundle in xylary tissue. *The botanical origins were determined genetically. Crude drug names in the parentehesis
are recorded in each market. (¢; cambium, k; cork, kc; cork cambium, It; laticiferous tube, pd; cork cortex, st; stone cell(s) ,
sta; starch grain(s), vbh; amphicribral vascular bundle, vp; pitted vessel, )
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ST e

o ANt e
DT ey
T ia

B

A: B~k (1. Javell S8, 2. FeCl3s /i ALIE) B: EE #
BR C:HLOHBERICHITE —RAE D:ZRHEBROF
BE{TE E:R B~ 0LER

CERE v:EE xy: K& kO TE

]
oo

A B~ R EB(L. JavelliLIE, 2. FeCl3stiRLIE)B: EEHMERC P .LOMERICHITS
—IRARER D: ZRMEERDOFEARETIT
(c: FERB . v: BE xy: KREB k: JILIE)

E3 hEHIBICHEY 3 AR RIOEYIE
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®1

Eng o s BInFRITICKS e MR RN TERICED
No. | MAREES | Wit | El ERIEMORTLE 4 RRBNO T LS
Cht TEs HE P48 | Polygonum multiflorum L. F | P. multiflorum L.
Ch2 TEs W 4 | P. multiflorum L. A | P. multiflorum L.
A .1 | Cynanchum sp. JF# ;
Chd | ey | THE |BHHIAK] S C aurculatum, C. wifordiy | & | Cynanchum bungei Dene.
Ch9 HES o JLER4 | C. auriculatum J5J | C. auriculatum Royle ex Wight
Ch10 =R== HE 1T#%4 | C. auriculatum JiJE | C. auriculatum
Ch11 BEBE T E 1T#%4 | C. auriculatum JEJE | C. auriculatum
Ch12 =R== T E 1T#%4 | C. auriculatum JEJE | C. auriculatum
: sz, | Cynanchum sp. ;
chi3 HER I LA (not C. auriculatum, C. wilfordii) Ji C. bungei
Bt 4 R H . o | Cynanchum sp. )
chi8 (BEE4KHE) I ILARHS (not C. auriculatum , C. wilfordii ) Ji' | €. bungei
EM4EHE ¥ saen | Cynanchum sp. )
5 TH )
ch19 (BE4KH) TE LA (not C. auriculatum , C. wilfordii) Ji | C. bungei
w2l | mEs | @@ | wm | Covifordi JUE | C. vilfordii (Maxim.) Hook.
(If(aOZSZ) === [ ] C. wilfordii g | C. wilfordii
Ka23 L I, . . . . "
(Koa) BEE E | ey | C- ilfordii | C. wilfordii
Ka24 L I, . . 2 . .
(Ko5) BEE RIE | ey | C- Wilfordii | C. wilfordii
o | mEs | wE | E | Caurculatm % | ¢, auriculatum
Ka26 1, 1, - A .
(Ko7) EN=P= A #[E | C. auriculatum JFJ% | C. auriculatum
Ah-1 BEE HE | (2 | C. auriculatum J5JF | C. auriculatum
Ah-2 BEE HE | (2 | C. auriculatum A | C. auriculatum
Aho-1 BEE HE | (2 | P. multiflorum £ | P. multiflorum
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x2 E. BETSER AERIOHEEH BRI
il Cynanchum C. wilfordii C. bungei
auriculatum (estimated?)
AEOH B ++ + +
ZIRAKREBOTAR ELRRAR ~ < SV, RONE
IN 57 7ZMIE
R RKBER
TIRKEE AT (um) 45-64-100 50-63-83 88-138-213
—RMEE - (um) 50-78-115 70-97-115 9-129-175
REHE R
] PANITRENEiE ANCITRN PR ANCITRN PR
HH B A + + +
IR IEh O AR
HHEUBRE AN fE AN HGE(SMA)
FoE L EX A E AP AT
JE %K 1 1 (1)2
TASANRL BRI F 7203 BRI F 7203 BRI F 7203
Bk (2-4) HBRL(2-4) HBRL(2-4)

* Sometimes periderm is peeled off.

55



56



AT BATBAEE T A FRR A G (S - ERRIRL X2 7 b —F o =2 RBORIFEH )
oy 1O g8 W &

SYAMTIERRE  BEAGREERT R A A OFRAL « AT ICBEd D TE
WHoer s ESL RS ANIEPTERE =R LIRS

SWILE N AT NvEH\\ T2 Pueraria mirifica &8 @R O MERHIIZ OV T

IS =)

¥, J1y =z bRl TH T,

BWILH I AT VA& T A S8 0
LT, XA FEEKTHD Pueraria mirifica (PM) D& A BNER
*tLT, IOt & tolc. TORER, AT MT —=F 2 X052 L1280,
ELL PM 25 F T 280 2N DSOS LD THOEIEN ) IZ0HIn5FE

At O FomE Rt &
T DREEER LI

=]
R E

S

s BRI
PR, T S i A ST A S
IRIEHIE
VERRICT ISP SN o AR JE T £

i HHsER

A. WFERK

Pueraria mirifica (P. candollei var. mirifica; PM)
%, AAE, FicFzr~ABLIcALE TS~
AROMEYTHY, TOIEK LIZHRIL, kwao
keur (7 7 V7) LMEENDEIFEEKE LT
CXVYHTHOLNTWS. ZORGTITIE,
daidzein, genistein, kwakhurin, puerarin 72 & ®
A YV 7 Z KR HEX° coumestrol, mirificoumestan
DT T a N FHER, miroestrol (1),
deoxymiroestrol (2)(Fig. 1) 72 ERF b, %4 2
Gy DT A b a AR, FEBEYEO ARG T
HDHEEZLNTWD DD, GEE, ENTIE, %
2, BRI L AR, AR AR S LT
(Wb HEERM 2, B JRFEI T
5. LaL, DA, Fex 23, PM R ZiR-7-

57

fERE RS XT L TIT > 72, DNA BESIfENTIC X
L HEFREER T, ELS PM 2E5HFT 51
DITHPEEICEE D Z EBHER ST D Y.
PM DOEHDBHER TERD - /AN BIE, A
TYXTvIYL (TIAT7NT 7)) AL
YAV T, NADOBIBFRIRE S, [FHS
EF L LT SN D M AE (e Y
A M K SN bOITRE SN o720,
2L, YA EL a AXOBEBFVIHBRHES
n, HoNZT 72 EREIETDH0 (2
DHLDIE, BT EAAITHY, WIEHOFRRZ
2o Tn) R, 7 A A F(Pachyrhizus erosus) O
£921T, PM Z@REELb D EEDbNDSH D
b ol

PM & [RBHE¥ D P. lobata (P. montana var.
lobata) ORIE, THELEHEG] XI5,
AIET v arDFEEFTCHY, EFROZ XA ED
Bl X 51z, PM BERICERER Sh 546,
B EORNNH 5.

TR AL O JFUEMEY) D8 E 1, DNA BC A7
FrZE AR TETHDD, BEETI A RN



MmBHENI KENRH L. —JF, W, 3k
JeA Y N ARITE & RSy T & LA A
T S ARy B IS &, ~ > T — D pEH
HIBISC/N W & 2 X OREESOHEE /7 £
PR STV D 49, RFEIET, BERHIET
HY, WEICEST HEHES TS N THDHZ &
e, PM B AR & LT, A%< Fiis
T O MEFRR M E OO FE S LTIE, AN
NEmnEBbhs.

Z 2 CWEAERE, LIETOFAECTHWE PM #
mna VT, 3RITHOIE AT FUIZ L DRk
AL O S RHIE O R 21T o 7. &
DR, IEELL PM 2 GA T 2 1EMm & 2Lk
DOt & OB, BEOT v a3 & ORI
BTHLHLZ ENPHLNIR ST,
— B R TR RO FHEE 2RI & T
BY, 3WIENART MLORET — 4 HBR
TEREThoTc. £, REHIZOW TS, T
RFTD B A BN L CTRETEIT O LER S -
7-.

Po T, ABFETIXL D L WF—& 2B d
DI DEBRITIEDORKFTE, PM B2 180
LT T 247 > 72

B. gtk

1. FEBRA B
ARWFZEIHER Sz PM & A 2R
DOFEM% Table 1 1Z/R L7=.

29 1%, LARTOMIZE TR FIT 21T o 72 b DT
BH%. Pu-31~36 (%, HZIZHEA L7Zii%Icit

ZD9H, Pu-l~

BT A28 THY, BB TENTZIT > TR0,

AENE, NI EREENLTNDEHDIZHONT
bR AT~ F1-, Z2REREE LTHW

L2rLZEDES,

58

Whyay, hyay, £MT 7Ot E
Table 2 IZ/RL7T-.

2. FEBRIIE
ARk Y

BB D 5 B, BIARABHZ DWW T, R
T, BTEAFNZONWTIE, FOmEREZ
DHL, EHL7Z. ZAHOE (Pu-21~-24) I
DU TIX, Wonder Crush/Mill D3V-100 (KB4 <
AN AT E VB L72t%, 50 5 Of (300 um)
T b D& W,
B AR 100 mg (2 A &/ —/v 5 mL %
15 3R & 9 fliti#%, 1000G x5 43 fliz O
LT, EFEEED, Zhailkhamie L.

2-1.

A

2-2. BWILHIHHEN AT b (EOLHERD)
fics

BB 1L e YRR F-7100 (HSZANA 77
A R) TiTo7z. MEMEREE L (GL
Sciences, JGISE 5 mm) (ZEUEHAWE 1 mL & A
T, UFOSERMACHRIE L
HEE—F, 3L, 7—#E—F, BEEE
&, 200.0~500.0 nm; JhEAAY 7Y ]
f&, 10.0 nm; #OGHEIREIPH, 200.0~600.0 nm; H
SRS 7Y 7, 2.0 nm; AFp LAY
— R, 60000 nm/min; BHECH] R U > NE, 5.0 nm;
A Y v RE, 5.0nm; &R b~ /LEE, 400
V; VARV A, HE), A7 FUAHIE, On; &
Y v X, Off, BB « /L &, On(HE)
).

PEIFEREHC D& 3 BT 572, KEIOH]
& BT DRI, 10 ppm BREE X = — R IFIE D
HEZATV, B E (Bx) /46 KR (Em)



=340/450 nm DOfE% & &1, HIEMEOEUE %

1T-o7-.

2-3. ERS T

BONTE3RILEIANRT MAVDT—H D
B G, BhEREREOREE, Rl E &
T LWL, BiERR+2,4,6,8 KON 10 nm
DHOCHE R, £ L TR 200,210,220 nm (&

X DESWEERNZH SN T —#
~ MU REERL, ZEEMITY 7 N T
SIMCA-14 (A > 7+ aL) ([2X v, TS

H{Tolz. T —HX OFIRICOWTIE, 177

Mol

2-4. LC/MS 53 #t

2-1. OFEHR AR 200 pL 1<
L F NIRRT (50 pg/mL) 4 pl AT 3
R %, 1000Gx 5 rfEo LT, |k
HEEE LT, REICA Y 7 —L 2 mL 2%
T3 WFEEE EAmH%, 1000G x5 43
T, REZEILLTZ. 2 2O EifezEbEict
DET/NKRL—T g > L, A% —
JL200 pL Z Nz THEESE T, 045um 7 «
NE—=AHmLTlebD%a, LLFOFRMETHITL
7o

HE{E, LCMS-2020 (Shimadzu); 737 7 A,
Inertsil®ODS-3 (150 x 2.1 mm ID, 5 pL, GL
Sciences); BENH, 0.1%EHE (A) &7 & h=h
U B) T/ b,

HElg 1 2 mL

1[_)

5% B (0 min) —
20% B (25 min) — 100% B (35 min); &,

0.300 mL/min; - 4 1k, ESI X AT 4 7 E—
Ry Fx 7)Y 145 kV; X7 7 A H—
1.50 L/'min; N7 A A > 7 7 A,

==
'),

T A,

59

15L/min; B — b7 1 v 7R, 200C; T —X
A%, SIM £ — F; 3% EMH, m/z=165.00,367.00.
Honl-7a~ 7T A005, PMIICEHEA

72%45y T % Kuwakhurin ( [M-H] m/z=367) @
v— 7 mRRE A, NERERE S L Tnxzx
FI/XNT Xy (IM-H] m/z=165) O — 7 [Hfi
Il TR L 72 B 2 RO C, EG R E D
FARE % 5~ 7z

C. WF5Ehs R

BRELOAZ ) — L xF 2 EFEL, 3%
TCHOE AR MV ERIE LTz, SR D A~
FL 3 BEIORED S B 1 [8l) % Fig.2 124
L.

T AT ORI T, IR R I D BhiEE 1 23X
SND T L, wRAHhESh TV,

fEE R LB (Tablel) 55, PM 25
BT 5 6 Wik (Pu-2, 10, 14, 15, 18, 29) (2O

TIE, Pu-14 < 5 BiKIC
7 W (Ex/Em=220/320, 230/425, 310~320/410
(B LTIE
EHIT 1 S0

BWNT3 20—

~420nm) 2—F L7273, Pu-15,29
flid 2 IR TR B0,
— 7 W (Ex/Em=280/340 nm) i b7,

R L T, At & bl R DR R
%3 SOE— 7 (Ex/Em=230/316, 250/410,

Pu-14

350/416 nm) %< L7-.

PM % &A1 L7gu RS, 7 kD 9
B, 6 MK (Pu-1,3,4,8,11,13) ([CBAL TiL, 4
S —7 R (ExEm=220/330~345, 230/400,
280~290/335~345, 330~340/410 nm) &b,
ZDOMOTRIZHONTH KBTI ALT v
DL, 52 Pu-l TiE, 420/530 nm |2

INE T — 7 Bl T=. —F, Pu-17 [>T



1%, 4 2OV —7 K (ExX/Em=220/332,240/422,
280/328, 340/418 nm) &R AT ML EH %
. 2L —7 3o 6 MR TR LIEE—
7 LM WVERZ7R LTV, 340/418nm % &
— 7 LT HHH AT FVIREE DML ORI
HANTREL, ZORETREM S HRAIA
DR & Hip > Tz,

WIZ, FHHUZEEABI L7z PM &8 RAHT O
6 Mk (Pu-31,32,33,34,35,36) @9 b, Pu-3l,
32,35 @ 3 BIKTIE, 4 DO -7 E
(Ex/Em=220/340~344, 230/414~424, 290/358 ~
360,310/418~420nm) 23— L7=. Pu-34 Tl
4 SO — 7 E (ExXEm=210/424, 220/354,
310/374,320/418 nm) %71~ L7=. 310/374 nm LISt

DE—=7I1ZO0WTIE, FEEo 3 Hiiks —& L7,

Pu-33, 36 @ 2 M{KTIE, 4 D OE—7HE
(Ex/Em=220/364 ~ 366, 230 ~ 240/402 ~ 412,
320/376~380, 340/412 nm) 2N —F L7=. KEE
M 2 SOE—TPRIZHOWTIE, o 4 1
we—F L.

B ELTCHELEH Y va v
(Pueraria montana var. thomsonii), 71 > =
(Pueraria montana var. lobata), 7 7> D 9 b,
¥yl 3 ® 2 Bk (Pu-19, 20) (Z2WW T,
4 SO —7 K (Ex/Em=220/324~326,210~
230/400~402, 280/328 ~332, 320/396~400 nm)
BRI E T HIRIER—DO AT FARELR
7o, ZOANT MABRIE, Bk L7 PM &5
FERpo T @RAEMEM 4 BIEO b O LFEE
LTV,

£72, By ard4 RIE (Pu-2l, 22, 23, 24)
IZONWTIE, 2 DO E—2 (ExXEm=210/388~
402,360/408~412nm) A —E L7=, 1FIEF—D
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AT MR/ LRT.

FEMEY DRI D 4 FEOT 7 (Pu-25,
26,27,28) TiL, Z<FHVIRETH 7228, 3
D —2 (ExEm=210~220/326~338, 250/436
~442,280/306~308 nm) 2 —% L7-. Pu-25 T
& 51, 310/392 nm (Z B — 27 23388 HiLT.

PG L7 ARYT MT—FNBAER LT
— X< )7 RAERWT, ERDONEIT-o 7.
Z OB, B R 200~220 nm OFEFAIZ DUV T
I, HAEBREA 0 b L ITADMHEE R LI-MBRiE
NEL AT, T—4%~ b 7 ZA/ERkHl
RSN L7z, AR, BE— Ry LB I
FOVRT—=F2DOK 96%a KT HZLNTE
7= (Fig. 3).

ET, Wy aro 4 RIRITE—, H _E8S
EBICIESIMIC Y 7 A% — (Fig. 3-A) 4B L
THY,PM af, AR L Kl Sk,
Flo, 77D 4 BIKBEEMIETY TR Z
— (Fig. 3-B) L 7=,

TR LUy 2 /ITB LT,
Ry IR IETT ], BB R DN ET NS oA LTz,
ZD5bL, PM 2EGHTD 6 KD D HOD Pu-
14 L, PMZEH LR T BIKD 5 B D Pu-17
%, ERENMORIKREE & BEAL 7L &2 (Fig.3-
C,D)7ry hENTZ. ZD2 BIKICHOWT, &6
— By & ARGy (Fig. 5), & R L
B ERSy (Fig. 7) Tkt Lize 25,
Fig. 3 [AIRE, MOMAERE & 13BN -0 (Fig. 5-
C,D BX O Fig. 7-C, D) T4 Li=.

DT —H~< bY 7 AERICH W A
NT—BMM0, Iyar 4 ik, 70704
R, PM &4 5 Pu-14, PM IEE A fh Pu-17 O
10 IKOT =X ZBINLieT —H~ KU 7 A

Vvl

3



ERIICER L C, ERG O a T2, 2D
R, BT EE BRI LT —#
DK 98% % KHLT 5 Z LN TE = (Fig 9).

PM & H 4% 5 Bifko 95, Pu-2, 10, 18
X, BTN T, RHIEDHAEICY
Z A H—43HE LT\ 7= (Fig. 9-A). Loading plot
DFERDD, D7 TAL—ORHHIRE L F
B LTV AL, 310~330nm DT &
A, 410~420nm DHEEFET LMD THD &
HEE S A7z (Fig. 10). —J5, Pu-15,29 122\ C
X, FROBEREL RICEKND 7 FAZ—C D
A6 L7 (Fig. 9-B).

PM Z & A L7 5 ffk Pu-1, 3, 4,8, 11, 13
X, By a3 o2 IR LTV RO L,
WOITERD I L D 0EENRARETH -
7= (Fig. 9-C).

PM & A RMHT D Pu-31~36 (ZOWTIL, 7
FALE—A O <IT 1 RIK (Pu-34), 77 AH
—B Oir< |2 3 MK (Pu-31, 32, 35), 7T AX
—A DALEND, F TR ADFRICH D

-
—

NEEIZ 2 A (Pu-33, 36) BNENFh /A Lz,

ZOERSIHICE T 2 —FERoBR L,
PM (TR 7253 Td % kuwakhurin % 77
MS A7 FLDE— 7 HfEE & OB Z T
To& A, v mEEOE xR L BTk
SRS DM CIEDOMEZ R L7z (Fig. 11).
Fig.9 ® 27 7 A% —A,B,CIZET HHKILR
X227 I AL —% L7z (Fig.11-A, B, C).
RIRHT D 6 IKIZONWTIE, ZhbDnr T A4
—IZIR D £ O ITERINT M LT,

552

PM & Fon R Lk OV Z BN O 3 %)k

D.
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TEIANRT NIVT —F & ERGY BT LT g
R, FERHKoOwAH ) TcELILITED,
fER ML [HOERY] Thoh vy a )i
BB X B S 72 (Fig. 3-A). A= FEHT 0%
F,PM OEEDHEGRI NI 6 MIED 55, Pu-
14 1%, hofikeE R2d 3RTEHLANLT K
WEIRL, ERGOINICEWTS, hokkiks
BRI ey h ST (Fig 3-C).
AU, Pu-14 IZEE D PM LSO SRR
DT DRI LD EMEIND. £z,
5D 7 IO 5 B, Pu-17 13 6 Bk & 1X
R7p 2 BWITHI AT bMVvER L, ERSSGY
FriZisnTh, Mofibimds & X - (rEic
7'a v h &z (Fig. 3-D). T AU TARZEIC
VBN ERSTND Pu-17 DEFFTH 5
7 XA FDRFDIRTHEIEH, I TED
BRENKE WO Th D EHEShD., T
VA4 RIRITE L A EEOL TR ST, R T
THHEAMZER N DRI LT,
fhDFRAK &I IC KB S 4v7e (Fig. 3-B).
X, 7T EFET DG DI D
7, b LLKIEAX ) =Wz KD CTlapk s n
BONRODONEBITE RV, Dl &b
IO DHE— N T T kD b
DTH DA REMEITEWE B HRD.
ZDOERIIHTIE, By arOpEfilickE
< %5 LT 5% ExX/Em=360/412 nm 72 & D5y
MEKRIZEZ DEERRENTZD, b0
BAKDT — % %< Z & T, PM IZRAEA9 72 ik
DINEVFEALELSRDDOTIT RV EEZ,
Wil Tr =2~ MY 7 2 ER LT, £ Ok
B, B ERIOHLTRET—FDIFTEAEE
FHTEX LT LMRALNLE -7 (Fig 9).
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ZORNCBWT, 77 AX—A LTS
3 WKL, PMIEEAHETHL Y FAZ—C &
IRl ST, L, 7 T AX—BIZH
BES 7z 2 Biklx, 7 7 2% —C EHRICX
BT HZ LI L TERNo7T2. ZORKE LT,
77 AL —A ORIKITIREWM D72 < PM iR
BHZITWMR TH D DICH L, 7 7 A X —B D
BARIZBIFE & DIREW TH D Z & D, PM AL
OEAPRNZ EMRATREME L L TET B
H. ZOZ E0E, WIZHEEE L7z kuwakhurin 5
AREIZOWTHRZLCMS T ofEFR E b —
BLTWD.
ZORNZBIT B HE—ERS TR OBRIKD 5
iz 5L, FROERWF ISR, @JFic
N EF L THOMLTEY, SHIZIEMD
FTHREE DIREMTHL5E1T
DEFEDNDVINTOIT, AT OALEI
SALTNDDOTIERWhETIRLE. 22
T, HBERGTE PM BHE OMEE RS
722, PM TR ZRBERN D R T %
kuwakhurin O & H (2D T, MS A7 hL
DB — 7 HEEEZH~LZ LT, M50
|2 kuwakhurin & & OHEZH . £D
FER, ©— 7 mFEE & B — ka0 mIic
XIEDOHBEN RO, ZOHE— SR,
AR D PM GHEEZRRL TS Z &R
X7,
PM A RN O 6 WIRIZBI L Tid, 3ot
AT FAVDRHE ERG 58T O oA M
O kuwakhurin &8 &5, WTHORKREKE S PM
I, TOERBITIRENT NG, Pu-33,36
? 2 #R, Pu-34, Pu-31,3235 D 3 MRIKDIE
2o TWD Z BRI NT.

, PM %4y
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B bDFESELTWVDHEEXD
%, Ex/Em= 310~330/410~420 nm D %5373,

, SIMTICHE U720 &2 X 2 72D D fi
R ERB L TWDEEXLNDZ LD,
BUfE, #CRHaR & % 7= HPLC O#r&E %17
) ZLITXY, TNHLDOGDIREEIT> T
W5,

PM F%455 D4y

E. {5

XA PEAIRTH D Pueraria mirifica (PM) D
BANFRRINTOVDRERMICHT D, 3K
TLHIEANR Y bV DT Rl E I B0
T, REEBREZETBIMGRG & O oM
B R I D WY A B S E R IOV TG &
Z DGR, R R ORIz Z &
WG ERE L. £, 2% T
BINEE 2 & O e BEt 21T o 2R, ELL
PM ZEH T 285 & NSO LD T
HEEG ICBEINDFRBMEY, hyar
wIXRBAIRE T o 7.

1T-7=.

FeR A
1. FsUsER
L

2. FRIER

BRRGSF, VEBRIE -, WRRRA T, JEPLERBE,

BREE, SR, 3WITEEALT hLT
— 4 SEFENTIC KD P.omirifica S RERER

WERHMIE OB, AAREIRFSE6 30
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Table 1 Details of commercial Pueraria mirifica products used in this study.

Sample # i 4n ¥ fiE & FORE G 5 SATHEZEIC K 2 i BIFf

° =1 « N1
Pul  HFEL A o Zf;;;w ‘10)0;“7 ASHEH—ahy + 9

IR A TSV T IV T4 H
(BEOWA&H) > alEElikz 271
TZIZIVT IV T4 AR H—

Pu-2 B 7L Pueraria mirifica

Pu-3 H7FEL IR A W7 vy aaTd—FrXTF R N
I LN B —

Pud HT7EN )TN B DR 77U 7100% RH

) . IR At 17 7'F FHK260 mg NN
Pud DTV peoma) 75073 7 4 H K252 me ANL YIS Y
Pu-10 ¥R 4 é)\)@%glﬁéﬁ ) 7T Z U T ¥y R100% Pueraria mirifica
Pull H7&NL JR3E A AAFEDOE 2T 77 VT %100% P A R T b
Puld H7ENL S e=ki) TEZ YT I U T 4 HE100% INA D
Pul4 HT7ENL - HoInvy (F=7IV7) Bae Pueraria mirifica +?
Puls H7EML LA BT 7 T 100% M B 7 & Pueraria mirifica +?
Pul17 H7EN Py G Tx7IVTIVT4H 7 RAAE
Pu-18 JE S D& 4=ki) U7 - 2 UT7 4 H 100% Pueraria mirifica
Pu-29 oK T VT, <N Pueraria mirifica + ~7%

TEZVTIVT 4 HKEK

war KhkE 75 M)

TZZ VT - IV T 40 (AW HARBLEH)
Was (BhkET75F0)

el .3 JAN

Pu33s  mTE FAA I R BIR CHTHME A5 7= b )
Pu-34 W7k TEFIVT IV T4 IE CHTRLER AL 72 O A EE )
FT5UT - IV 7 4 H 326.7 mg (99%)

Pu-31 A 7EN CBT B A S D72 D AR

Pu3d2 H7EL CHTRU AL D72 D AR

Pu3s  hEAl R T 5 CHFHIE AL - 3 )
Pu36  hiAl TEIVTIIVT AR CHF L AL 00072 3 )

i g 4 AN T 3k i

Table 2 Details of Pueraria thomsonii roots, Pueraria roots and starches used in this study.

Sample # I RE TR
Pu-19 (HES ¥y av
Pu-20 MR WMy ay  REZEME (%)
Pu-21 A By
Pu-22 A # v 2 [ Pueraria lobata Ohwi)
Pu-23 4 Ay
Pu-24 A A=
Pu-25 BN ALXT T
Pu-26 BN VYA T T
Pu-27 ¥y NoeAfvarFyrry
Pu-28 R NyERaLT T
H OH y

&
»“\\

OH

-lllIII

. \\\\

0
Il

N =
I
IO
I

HO O

Fig. 1 Structures of miroestrol and deoxymiroestrol
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Fig. 2
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3D fluorescence spectra

Scale, -1.0 to 10000; contour line span, 2.0
A, PM-containing products; B, PM-unobserved products
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Fig.2 Continued

B, PM-unobserved products; C, PM-unknown products; D, Pueraria thomsonii roots
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Fig.2 Continued

E, Pueraria roots; F, starches
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Fig. 4 Loading plot on PCA-1 (Factor 1 vs Factor 2)
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I VAR v N o S ESRVAURE Sk oY IRa R v e s S

NEECTIEF Y U RV T v 2 ORI T, EROMERE RN HHEL TR
mELTHWOLRTWA, —FEBOEHE L TETFOND I, EIRLAZRE R%
EBELZ2VERY, EFEGELTHIBT L2V ARE GEEEM) LLTHROIZEDTELHED
BB, BEHELTHOWAZENTEBIZH DL T, XE AW milk i, TH5EZE
fn ] ThoHE T O/NEERIER, RIZREPMREAL TWLHIRHL. ~"RECFIZBNTHE
VIVRBBHIHSN TS IEND, EIEMY (BT O/NERTERL, RFE) DI AL HE
WZAI, SERIDFEMEZVERR L CRMLELRH 7. 2 THEMRICLD R RO FIT
DUNTH I ORFHE AR T DL XD, W OERI DT O RMEDER AR AT, £D
AR UL KRBT Cassia alata DMERSNTONDZEIL, FHiZREZOFLIHRZE_ %
T 22 TR G IR TEAN, FRFICEFRRBALTWAISRBE, BLERECHL
DNZENTODHARE DB 1 Tl R T L T 2B e/ HI W HL YA 20

FTUENRHDHEE AL,

ZEWALMEIRST 6T, SRISDISTEMZR BRI 2 B, BHIOFEEL2 DRz

e 717

JWEAR K ESIATFEBAFETE N 1= IR - fr e -
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T EHRTEEE WFTER

A. TFZEHT
NRECFIEF YU R T vy a, I LTk

73

FYURNVFEDORAL T, FEEMELTT — 7
REVTHOWLITEY, EROMHERE TR
bHESbI T\,

— O ELTHETF ORI, /D
D H AT T I SN D EIR L THHDOE
XU, B, BEW, RELEOITHOEIEMEL
THEASNDOEDAE ] (THELEHEM ) LLT
Bl S CnD. EIRG RN RE D R A L e
FRY, R GEUCTHIBT LW A (R
i) ELTHIZED TEDLED KD, BT
WA ENTELIZL DL T, K&zl
L 0D R T 3R O B R o



B VRPN SNABI N R E T T, 208D
BT, THEOEIEN | Tho T O/ EE
S, FERENRAL TODBIMNHLNICES
TWA D,

NEECFIZEBNThHLEL VRSN T
BY 2D, FehiRONFE T (R T v
=) B 5 T REFEAR IS B D i g b s S
WTNDIEMNE O, EIGMRY (BT D/NEE
RO, T2 ORABHRIFIC AL, #HID K
WERVER L TBMEND -T2, ~Fl T/ NE
DFFHEL THIRR R AHFT N TN, FE
{LLOKE ) L OEER A EREIZATHT=O12IE, o
MDFHEIZ O W THBIEN LI THD. T THE
RIS EL ORI T 2281280, #Ehl
DI D IEEDVER AR,

B. W7tk
(ELrrzred

Bz N2 F Cassia alata 1% 2015 &
11 AT, B> 7 (Cassia acutifolia S O} Cassia
angustifolia) 1Z 2008 4 10 H1Z?, [ELAFZERE
FEVEN ERHAR - fd e - SR BT IR A AR
Gt s — FlA e IO B S 7o
e DI D —E8 (6, FE IR LD E3E LEE,
FE A R oD 32 2 LR IS T OV D, 14
RO EZE) 2L (Fig. 1A) 9.

MRS 2T Coalata % EJRENKET S
BERRDDHDHTA— T WNIHT Ly 1 H
iz AU L7 (Fig. 1B).

[FUBtOFREE ]
a) kERAn

B L, BT OME BT/ N EE AW,
ZOHRFD LE KO FHRORKL AL YT
FIFEL CRRABLE L7z, RIBEL /2R B, ATARA
FALITED, HAFEL TRV KE 1~2
W T L%, KT ASNRWES I/ —T
TATHE, 40 %, 100 £%, 400 {5 <t X
1%, 4 fi5, 10 %, 40 %) CHiMRLI-.

74

b) Tk &L

TR S IR L D B2 FIBET HZ &R EET
bololoth, RELU TR LT, MiRITFEETL
#R% FIVTERRL, E£LLT100 SEH@EEH AL
BRIz, LT =N, R O AR ER
EICHECAERC U Tz, RERHILIC 7Y & Y L oK & 55
L, 22D EDORE A LD T T A TEIR
Wiz, 2~3 U EREL TR zbRV Tz,
DY EBEFTE O TATAR T T RZEY, £ A
HEL TRV AKE 1 FINAT- 1%, fBR% 2
FEROTIREHEIIENDIINN—HTATHE
VY, 100 fERETY 400 15 RV X1, 10 15,
40 %) THiRLT-.
(QEEEE 2 |

SNTTEREDBLEZITIIN —_XBLRT VXL~
A7vaAa—F X — AL X VH-Z25 (Keyence
Co., Osaka, Japan) % I\, 10~175 % (= 15
A F =L — ETOMR) ITTRIE, FEEL
L ONETEREL KO ROBIERIZIE, JL5H
W8 Axio Scope.Al (Carl Zeiss AG, Oberkochen,
Germany) Z W TR L. TEIREIZIE,
BB 7 > 471 AZ DP-21 (Olympus Co.,
Tokyo, Japan) % iV 7-.
[F3]

EAAILLT P AFGBRIEICHESNS 7Y
EUVK (VBRI ERERKE 11 TRALEZ
HD) ZEEAL.

C. WHIERER

BWEEmONFETF Coalata DEDEELY
Fig. 2 |Z/RL, WkEL TR F DO EES Fig. 3 1
RLTZ. 2, HIRFE v R T 2 B O R
R% Fig. 4 \RLc. £, FEMIZ oW TERh
ENEBIELUIER, "I T ORI THLIL
SERZEE (2B-f) 1%, BT KO C. corymbosa
7REMD Cassia JRAEMEDERIDFEIEESILT
WO, BERLTZEZANREL T OED VHE K
BAZDHFBO BRI T, HD L DRI



X O LI o7z (Fig. 2A) . D —F T C.
alata O &1 3 O I, BrF(C
acutifolia 2 O C. angustifolia) &1, RESHITE
TR HEL 35 Z B B b7 -7 (Fig.
2A, 3A). "I T C.oalata O EEFREICIE
BEN A AR 2ME (Fig. 2A-a) BXOZ AT
DF M FRO BT (Fig. 2A-b) . FEAR Eo
FRIIREZ A O/ (Fig. 2A-c) K070, TR
RV EAE d a5 (Fig. 2A-d) HERH BT,

B ONEIZOWTE, FEELTEATED
AR (Fig. 3A-a) D3 ZET DILDHTEN LN 10
13, %i%ﬂ%t%ﬂﬁ%ﬁof:k’% EZVARES S
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Table 1 2015 FELAREICHRE S L7288l ED 16FESE R IA
No. Compound name Compound type Exact mass Country Reference
. . . . Food Additives & Contaminants: Part A, DOIL:
! Desethylcarbodenafil Sildenafil 4242223 Taiwan 40 1080/19440049.2016.1236402 (online available)
2 N-Phenylpropenyltadalafi Tadalafi 504.1798 Taiwan Foo_d Addit‘ives & Contaminants: Part A, 33:2, 179-185 (2016)
(online available)
. ) ) Singapore J. Pharm. Biomed. Anal., 118, 235-241 (2016) (online available)
3 N-Cyclopentylnortadalafil  Tadalafil 4431845 Korea J. Pharm. Biomed. Anal. 123, 1-9 (2016) (online available)
4 Bisprecyclopentyltadalafil Tadalafil 865.3323 Korea  J. Pharm. Biomed. Anal.,, 123, 1-9 (2016) (online available)
5 2-Hydroxyethylnortadalafil Tadalafil 419.1481 USA J. Pharm. Biomed. Anal., 103, 99-103 (2015)
6  Chloropropanoylpretadalafil Tadalafil 440.1139 USA  J. Pharm. Biomed. Anal., 128, 360-366 (2016) (online available)
7 Trans—Bisprehomotadalafil Tadalafil 825.3010 Korea  J. Pharm. Biomed. Anal., 115, 352-358 (2015) (online available)
8 Bisprenortadalafil Tadalafil 735.2435 Korea FOOfi Additﬁves & Contaminants: Part A, 33:6, 945-952 (2016)
(online available)
) J. Pharm. Biomed. Anal., 103, 80-84 (2015)
o Homotadalafil Tadalafil 403.1532 Korea | Pharm. Biomed. Anal, 115, 352-358 (2015) (online available)
10 Dipropylaminopretadalafil Tadalafi 4912420 Taiwan Food Additives & Contaminants: Part A, 33:6, 953-958 (2016)

(online available)

Table 2 2015 FLLFEIC

RASFF (ZHE S 417 ED iR SRR

No. Compound name Compound type Vol. Date
. . . 2015/No.1 2015.01.07
1 dimethylsildenafil sildenafil 9016/No.20 2016.09.28
L ) . 2015/No.9 2015.04.28
2 dithiodesmethylcarbodenafil sildenafil 9016/No.16 2016.08.03
. 2015/No.9 2015.04.28
3 desmethylcarbodenafil sildenafil 9016/No.16 2016.08.03
4 carbodenafil sildenafil 9015/No.9 2015.04.28
2015/No.18 2015.09.02
5 thiosildenafil? sildenafil 2015/No.19 2015.09.16
2016/No.12 2016.06.08
. . 2016/No.12 2016.06.08
6 sildenafil sildenafil 9016/No.20 2016.09.28
tadarafil tadalafil 2016/No.12 2016.06.08
8 thiodimethylsildenafil sildenafil 2016/No.20 2016.09.28
9 thiosildenafil sildenafil 2016/No.20 2016.09.28
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desethylcarbodenafil

exact mass: 424.2223

Fig.1 Chemical structure of desethylcarbodenafil

Table 3 NMR data of desethylcarbodenafil
(DMSO-ds, 500 MHz for H, 125 MHz for 13C)

No. Oy O¢
1 - 153.6
2 - 124.2
3 - 1379
5 - 148.9
9 - 144.9
10 - 1225
11 - 157.2
12 7.17 (1H, d, J=8.7 Hz) 1124
13 750 (1H, dd, J=8.7, 2.3 Hz) 1308
14 - 127.8
15 7.63 (1H, d, J=2.3 Hz) 129.7
16 - 168.1
18/22 3.42 (4H, br s) -
19/21 2.68 (4H, br s) 45.7
23 4.14 (3H, s) 37.8
24 416 (2H, g, +7.0 Hz) 64.3
25 1.32 (3H, t, J=7.0 Hz) 14.4
26 2.76 (2H, t, 7.4 Hz) 27.1
27 1.72 (2H, g, 7.4 Hz) 21.7
28 0.92 (3H, t, J=7.4 Hz) 13.8
6-NH 11.9 (1H, br s) -
20-NH - -

*: Signals are missing.
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23 25

N X 26

19 21 27

N-phenylpropenyltadalafil

Exact mass: 504.1798

Fig. 2 Chemical structure of N-phenylpropenyltadalafil

Table 4 NMR data of M-phenylpropenyltadalafil
(DMSO-ds, 500 MHz for 'H, 125 MHz for 13C)

No. Oy d¢
1 - 163.6
3 445 (2H, q) 497
4 - 165.5
6 6.16 (1H, s) 55.6
7 - 1339
9 - 136.3
10 7.29 (1H, d, J=7.8 Hz) 1113
1 7.05 (1H, d, J=7.8 Hz) 1213
12 6.99 (1H, d, J=7.8 Hz) 1189
13 155 (1H, d, J=7.8 Hz) 118.2
14 - 125.8
15 - 104.7
16 3.09 (1H, ddd, J~15.6, 11.6, 1.0 Hz) 233

3.58 (1H, dd, ,15.6, 4.5 Hz)

17 460 (1H, dd, J~=116, 4.5 Hz) 56.0
19 8.23 (1H, d, J=8.5 Hz) 150.7
20 7.09 (1H, d, J=16.0 Hz) 1255
21 7.15 (1H, d, J=16.0 Hz) 141.1
22 - 135.8

23,27 762 (2H, d, J=7.2 Hz) 127.3

24,26 7.39 (2H, t, J=7.2 Hz) 1289
25 7.33 (1H, ¢, J=7.2 Hz) 129.1
1 - 136.9
2 6.90 (1H, d, J=1.7 Hz) 107.0
3 - 147.2
4 - 146.2
5 6.76 (1H, d, J=8.1 Hz) 108.0
6 6.82 (1H, dd, J=8.1, 1.7 Hz) 119.4
7 5.90 (2H, dd, J=3.8 Hz) 100.9

8-NH 11.0 (1H, s) -
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15

16

N 17

O  N-cyclopentylnortadalafil

O\/ Exact mass: 443.1845

Fig. 3 Chemical structure of N-cyclopentylnortadalafil

Table 5 NMR data of N-cyclopentylnortadalafil
(DMSO-ds, 500 MHz for 'H, 125 MHz for 13C)

No. O 86
1 - 166.9
S gt 452

- 1675
6 6.18 (1H, s) 547
6a - 136.6
7 11.09 (1H, s) =
Ta - 136.1
8 7.31 (1H, d, J=8.0 Hz) 111.3
9 7.06 (1H, t, J=7.0 Hz) 121.2
10 6.99 (1H, t, J=7.0 Hz) 1189
11 754 (1H, d, J=8.0 Hz) 118.1
11a - 125.7
11b - 104.6
12 297 (1H, dd, =155, 11.5 Hz) 29 4
3.47 (1H, dd, J=15.5, 5.0 Hz)
12a 442 (1H, dd, J=115, 5.0 Hz) 554
1’ - 133.8
2’ 6.82 (1H, o) 106.7
3 - 1471
4 - 1461
5 6.78 (1H, d, J=8.0 Hz) 108.0
6’ 6.72 (1H, dd, J=8.0, 1.5 Hz) 119.0
7 592 (2H, s) 1009
13 480 (1H, @) 53.6
14/17 1.76 (2H, br m); 1.52 (2H, br m) 28.2
15/16 1.68 (2H, br m): 1.54 (2H, br m) 239
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22 22

bisprecyclopentyltadalafil

Exact mass: 865.3323

Fig. 4 Chemical structure of bisprecyclopentyltadalafil

Table 6 NMR data of bisprecyclopentyltadalafil
(CDCls, 600 MHz for 'H, 150 MHz for 13C)

No. Oy 8¢
1, (1) 9.90 (2H, s, NH-1, 1) -
2,'2) - 136.8
3, (3 7.34 (2H, d, J=7.9 Hz) 1111
4, (4 711 (2H, t, &£7.3 Hz) 1216
5, (5" 7.05 (2H, t, 7.4 Hz) 1189
6, (6" 755 (2H, d, J=7.6 Hz) 118.1
7,(1 - 126.6
8, (8" - 107.3
9,(9) 9b, 9'b: 3.60 (2H, br d, S~15.9 Hz) 21.1

10, (10  6.15(2H, s) 51.7
1, (117) - 171.3
13,(13) - -
14,(14)  6.89 (2H, s) 50.9
15, (15 - 130.6
16, (16" - 1345
17,(17) 684 (2H, s) 109.7
18, (18") - 147.3
19, (19) - 146.9
20,(20)  6.68 (2H, d, J=7.9 Hz) 107.1
21,(21") 652 (2H, d, J=7.7 Hz) 1226
22,(22) 593 (4H, d, J~4.4 Hz) 101.0
23, (23" - 170.7
2 ae) 2o 2a 500 0N m

25 - -

26 3.35 (1H, br s) 63.9

H-27b, 30b overlapped: 1.79 (2H, br s) 26.3 (C-27, 30),
27, 30, 28, 29 H28a,b, 29a,b, 27a, 30a overlapped: 235,234
1.64-1.41 (6H, m) (C-28, 29)
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& O 2-hydroxyethylnortadalafil

O\/ Exact mass: 419.1481

7

Fig. 5 Chemical structure of 2-hydroxyethylnortadalafil

Table 7 NMR data of 2-hydroxyethylnortadalafil
(DMSO-ds, 500 MHz for 'H, 125 MHz for 13C)

No. Iy S

1 - 167.3
401 (1H, d, J~17.1 Hz)

3 4.26 (1H, dd, =170, 1.1 Hz) o1
- 166.7
6 6.16 (1H, s) 55.0
6 - 1368
7 11.05 (1H, s) -
7a - 136.1
8 730 (1H, d, J=8.0 Hz) 1113
9 7.06 (1H, m) 1212
10 7.00 (1H, m) 1189
11 754 (1H, d, J=7.8 Hz) 118.1
11a - 1258
11b - 1047
0 297 (1H, dd, J=154, 11.9 Hz) .
349 (1H, dd, J=15.8 4.7 Hz)
122 442 (1H, dd, J=116, 4.2 Hz) 554
B St 8.
g - 133.9
2 6.85 (1H, s) 106.9
3 - 1471
& - 146.1
5 108.0
6.78 (2H, m)
& 1192
7 592 (2H, s) 1009
14 356 (2H, m) 58.5

14-0OH 479 (1H, t, J=5.2 Hz)
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chloropropanoylpretadalafil

O\/ Exact mass: 440.1139

Fig. 6 Chemical structure of chloropropanoylpretadalafial

% @ #IC NMR A7 kL7 — &2 Ot L
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o}
6
trans-bisprehomotadalafil
Exact mass: 825.3010

Fig. 7 Chemical structure of trans-bisprehomotadalafil

Table 8 NMR data of trans-bisprehomotadalafil
(CDCls, 600 MHz for 'H, 150 MHz for 13C)

No. Oy d¢
1 - 1711
3 3.25 (2H, d, J=13.9 Hz) 576

3.75 (2H, d, J=14.1 Hz)

4 - 1704
6 6.75 (2H, ) 51.3
6a - 1301
7 154 (2H, s) =
Ta - 136.3
8 7.19 (2H, d, J=5.8 Hz) 110.9
9 711 (2H, t, 7.1 Hz) 122.4
10 7.07 (2H, t, J~14.7 Hz) 119.7
11 7.48 (2H, d, J=7.7 Hz) 118.6

11a - 126.4

11b - 107.9
12 3.03 (2H, dd, J~=15.0, 6.1 Hz) 215

3.59 (2H, d, J=15.9 Hz)
12a 5.63 (2H, d, J=6.3 Hz) 521

2.60-2.58 (1H, m)

13 2.74-2.72 (1H, m) 49.1
14 1.00 (3H, s) 11.9
15 3.11 (6H, s) 520
1 - 1334
2 6.83 (2H, s) 1101
3 - 1475
4 - 1471
5 6.54 (2H, d, 7.9 Hz) 107.5
6’ 6.50 (2H, d, 7.1 Hz) 122.9
T 5.82 (4H, s) 101.0
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bisprenortadalafil
Exact mass: 765.2435

Fig. 8 Chemical structure of bisprenortadalafil

Table 9 NMR data of bisprenortadalafil
(CDCls, 600 MHz for 'H, 150 MHz for 13C)

No. dy d¢ No. dy dc
1 - 1685 Tz - 137.9
3 440 (1H, d. ~16.9 Ha) 52.1 Py 6.90 (1H, ) 1083
3.98 (1H. d, J=16.9 Hz)
- 168.1 3 - 1486
6.33 (1H, s) 56.5 & - 147.6
6a - 135.1 5 6.68 (1H, d, J=8.0 Hz) 108.71
7 10.23 (1H, s) - & 6.90-6.87 (1H, m) 1210
7a - 1378 7 5.90 (2H, dd, /=95, 8.0 Hz) 1020
8 7.36 (1H, d, J=8.0 Hz) 1122 i - 1349
9 7.13 (1H, £ J=75 Ha) 1228 2" 681 (1H, s) 110.7
10 7.11-7.04 (1H, m) 1200 3 - 1484
1 761 (1H, d, J=7.7 H2) 1190 4 - 148.1
11a - 1273 5" 6.70 (1H, d, J=8.1 Hz) 1082
11b - 1065 6 6.56 (1H, d, J=7.6 Hz) 12373
12 398500 Em 2; 239 4 595 (2H, s) 1021
12a  459-453 (1H, m) 56.7
13 - 1715
14 488 (1H, d, J=16.2 Hz) 487
15 - 168.7
17 6.93 (1H, &) 523
17a - 1312
18 9.96 (1H, s) -
18a - 137.86
19 7.33 (1H, d, J=7.9 Hz) 1121
20 7.11-7.04 (1H, m) 1225
21 7.11-7.04 (1H, m) 1202
2 758 (1H, d, J=7.8 Hz) 1191
22a - 1275
22b - 1080
3.68-3.60 (1H, m)
23 3.18-3.10 (1H, m) 221
232 523 (1H, d, J6.8 H2) 528
24 3.18-3.10 3H, m) 524
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homotadalafil
0\7/ Exact mass: 403.1532

Fig. 9 Chemical structure of homotadalafil

Table 10 NMR data of homotadalafil
(pyridine-ds, 400 MHz for 'H, 100 MHz for 13C)

No. Oy O

1 = 166.6
406 (1H, d, J=17.2 Hz)

3 4.26 (1H, dd, J=17.2, 1.6 Hz) A2
- 167.7
6 6.58 (1H, br s) 97.1
6a b 134.9
¥ 11.9 (1H, br s) i
Ta 2 137.9
8 7.48 (1H, ddd, J=7.2, 7.2, 40 Hz) 111.9
9 7.26 (1H, ddd, J=7.2, 7.2, 40 Hz) 122.1
10 7.26 (1H, ddd, J=7.2, 7.2, 40 Hz) 119.7
11 7.77 (1H, ddd, J=7.2, 7.2, 40 Hz) 118.8
11a = 127.1
11b = 106.2
12 3.59 (1H, ddd, J=16.0, 11.2, 1.2 Hz) 24.4

4.10 (1H, dd, J=16.0, 4.4 Hz)
12a 454 (1H, br dd, J=11.2, 1.2 Hz) 56.9
3.34 (1H, dg, J~14.0, 7.2 Hz)

13 3.66 (1H, dg, J=14.0, 7.2 Hz) #.4
14 1.03 (3H, t, =7.2 Hz) 120
1 = 137.5
2 7.15 (1H, d, J=2.0 Hz) 108.2
3 - 148.2
4 - 147.2
9 6.70 (1H, d, J=8.0 Hz) 108.3
6’ 7.09 (1H, dd, J=8.0, 2.0 Hz) 121.0
v 5.80 (1H, br s) 101.5
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21

| \/O dipropylaminopretadalafil
o 7 Exact mass: 491.2420

Fig. 10 Chemical structure of dipropylaminopretadalafil

Table 11 NMR data of dipropylaminopretadalafil
(DMSO-ds, 500 MHz for 'H, 125 MHz for 13C)

No. Oy O¢

1 571 (1H, d, J=6.8 Hz) 51.6
3 6.75 (1H, s) 50.4
4 - 130.3
6 - 136.3
7 7.27 (1H, d, J=8.0 Hz) 111.2
8 7.08 (1H, t, J=7.6 Hz) 1214
9 7.01 (1H, ¢, &=7.6 Hz) 118.6
10 752 (1H, d, J=8.0 Hz) 118
1 - 125.9
12 - 106.2

298 (1H, dd, J=13.8, 6.8 Hz)

13 3.43 (1H, d, J=13.8 Hz) 212
14 - 171
15 3.01 (3H, s) 515
16 - 170.6
17 3.25, 3.61 (1H each, d, J=13.8 Hz) 58.8
19/22 2.37, 2.48 (2H each , g, J~7.3 Hz) 55.7
20/23 1.38 (4H, m) 19.3
21/24 0.78 (6H, t, J=7.3 Hz) 11.7
1 - 134.1
2 6.66 (1H, d J=1.2 Hz) 1091
3 - 146.8
4 - 1464
o 6.77 (1H, d, J=8.1 Hz) 107.4
6’ 6.45 (1H, dd, J=8.1, 1.2 Hz) 122.2
7 5.95 (2H, d, J=5.2 Hz) 100.9
5-NH 10.83 (1H, s) -
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-

SYAMTIERRE  BEAGREERT R A A OFRAL « AT ICBEd D TE
WHoer s ESL RS ANIEPTERE =R LIRS

N-Cyclopentyl nortadalafil O dipropylaminopretadalafil @ LC-PDA-MS Z3#7(Z-2W\T

UG =

SR S~ OB a5 ED JREE T r 7 2 (V-
cyclopentylnortadalafil &% (% dipropylaminopretadalafil) ~® %2 %, L&Y OIE
Mz AL, SRS T — 2 KUY LC-PDA-MS 7iffiika £ &7,

VB S
SR PITA R ST 3 o A B 2 A
LR

A. WIZERRY

VLA, bR R i | R ARGRAE R T RS N 5
W, ZObONRKE Ebn 2 @EREENFREAE
LTW5. B MHEIERE LI ERER S~ DRAK
MHEIFS TH R OZEOEN 2 H T 2 EKDE
AR, e Al o TR B i~ ED (erectile
dysfunction) {5 H & O OHELLEY (Fig.
1) DIREANRENZDREFTHY, ZD X D72
R AEIL, B, e, B S oERE
TR DFEOICEERIGAITIE, HICE 27—
AbLd 5. BAEFEE TIE, BB 46 FEOIKE
R ima,  THEERGR MR AT S S O RS Y
EDIZHOVWT] AKX, SCEL, TERELOH
PHICEES 2 50 24T 5 L & bls, Bt
BEbLT\5. ZORBE, By AL ~0
EIEM RSy DRI L, ARSI oW
T, WEEFROLONLBRE SN D 7 — A1,
WIp o TWD., ZDO—FHT, AV F—Fv
k2 g U CHRGE S 558 AL B 1, AR
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& LT ED 1BRIEK I S OFERRIAR D e i
INTW5.

IETIE, ERNOHSM 68O ED 1A
FEEHARAR O [FE LG STV 03, gt
TIE, IR, Bex RHHRILEMRHRE ST
% (Fig.2). £7=, Bolr CI%, HEERSMLICBAS
LT TR, EfMEE S TBiEMmIZ LD
FERERE HIAEL TV D,

A H =Ry NOERIZEY, IFH, @
7 a = ALDBETBIE, S COREFEEHL,
%< O, ARENTHRAET D Z LN TH
S, FEE, WA TOWMENLEEFERIC, B
DO mn O SN LHFRBO TN D.
—77, ED IO IEH M DORIE A —T— 4 th
DEFRTIToTeA 2 —% v FMRETIE, HiE
EATEEL TWD Z LIFRFE LA L L, B
BHEA LTS DI, A TH D LRI < 7k
LTWDEMENLEAFMET D2 L BH 50
o TNDH . ZDZ Lnh, ED TREIIERIAR
12 X DAIREEBERG (D=2, EAB TR
DIEEME 2 (b 2655, ZivE CRER, B
REHZWGET DHNERDHD EEZ HND.

AL TUE, HEAMT B\ IS @ S5 )3



Wi SNTALEWREE GH T D MRS
WLZHACHA, THUb0ON, N
(1) ) [6)
dipropylaminopretadalafil (2) OFEHESL 2 AT L,
KA ws T T — 2 O LC-PDA-MS 43 #r ik
E LD

cyclopentylnortadalafil

B. #WF5EJ7ik
1. 2B E

1 KOt 2 OFERESLIE, TLC Pharmachem £ X
DEEALTZ.

ED inREE M O Ofiixik = & A 2 &
i, HHFFEERORBRESIC LY, SRLAEY
EEAT LI LABRICHE STV 2 B
% Flu 7= (Table 1).

2. FEERITIE
EETiES

1 LR 2 1220V, Img ZZNENALX )
—/V 1 mL (Z¥R UARHERIE A, Ay & LTZ.
IOLDE, AKX —LTEHIZ 10 FRLE
D%, ThE, BEHEEK B,B, & L7k,

ED JRIEIEE KO Ok & & H 7 2 fER
A5 (Table 1), ZHZH 100 mg (2 1% FEIA
W7 h=hrU (1/4)1mL &Mz, 10 43
RE OB EIT o7, S BT L4 EEZ 3000 G
(2T 5 ATV, EiEESER L7z, A8 EDR
ORI 240 pL 12, TREREK AL A 24 30
puL Ao 7 Lz o &S HRENE L.

2-1.

2-2. LC-PDA-MS 4347
JRAGHEAE Ol P 2BBIU T ORMET

1T-o7=.
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LC ZfF

717 A Inertsil ODS-3 (2.1x150 mm, 5 pum; GL
Sciences)

BEMH A WK : 72 F=FY /5 mM FEET
= LEEHL (pH3.5) 25/75

BE#HB K : 7 h=FrU L

7I7Yx b (A WKMB K) : 100/0 (0-3 min) -
3%/min - 70/30 (13-30 min)

Pid ;0.3 mL/min

717 LEIRFEIRE : 40°C

g XA A — R7 LA RS (e=%—
£ 290 nm)
MS &1

A A AL EBSI RV T 4 7 E— R
HoJ§ 77 A& 2 10 L/hr

a— 2 AE 1.5 Lhr
DL R : 250°C

t— h7wy ZiEE :200°C
Xy 7 U —FEE: 1.1kV
"B & LLELDH : 100-800

C. BFFERER

FROFMHICBNT, 1 KO 2 OEAERIK
B, B, % LC-PDA-MS Zi#fr L7-#ER, £ €
213 S O 123 it . Znbo UV
AT VIR, FCRE DB, X T T 4V
DHEOEFHLP LTI, T, AR |
JAZDONT S, SMEEMORENL TIREND
S EICHRT DB F A A =T 2
—AE—7 L LT (Figs. 3, 4).

AOHTEOE A A2 R T 572912, ED 15



IR O OEBREREENTWD Z EHEE
O R L L BRI U 7RI, A&
LB OIERERR K 2 —E &, mIL, RIS
WraATo7z& 25, WIS b BT 5B
ZR L, TNENDILEYORIENRFIREETH >
7= (Fig. 5).

=
WA OIEF R TISIIE T 28 m0 o, K
HEGIARE S 1 RO 2 O &
AL, SREEIRONTT — % RONHiEEE L0
. WkEmeE b, UT T 4 VO
L CEAS @A BN S - R ICB 0T,
RIC T IRFF S, OB AETHD Z &
WHER ST, 6> T, AFEIF 1,2 2887
DR SR 2N E L 72 5B O R ERIC
AHTHY, HELRKRIENARE L I o7z,

.

D.

E. i
SRR R S~ O fER S5 ED
RIS T 71 7 DN, N-cyclopentylnortadalafil

J& O dipropylaminopretadalafil ~ @ xf s (24§ X,

WEEMOREERL Z A L, SRS T —
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Z RO HTiEE £ L DT

F. WFE3ER
1. FmSCHER
7L

FRER

L

2 BN

1) 77 APkt ED ISR & Ol
Abv— M LD iEdh~D ik - RO E
WaFG A, FR 23 £ 6 A 29 B,
http://www.pfizer.co.ip/pfizer/company/press/2
011/2011_06_29.html.

JEA G B AR AR S - AR
WHI. U T 4 LD HEIC DN T,
TRk 19 4F 8 B 22 H, EEEMRREE
0822010 #.

Y. Xu, C. L. Kee,, X. Ge et al., J. Pharm.
Biomed. Anal., 118, 235-241 (2016).

Y. C. Huang, H. C. Lee, Y. L. Lin et al., Food
Addit. Contam. Part A, 33, 953-958 (2016).

2)

3)

4)


http://www.pfizer.co.jp/pfizer/company/press/2011/2011_06_29.html
http://www.pfizer.co.jp/pfizer/company/press/2011/2011_06_29.html

Table 1. The list of health supplement including therapeutic agents for erectile
dysfunction (ED) and their derivatives

Product name Ingredient(s)

Inkei-zodai-gan (f2ZHE K H)  sildenafil, tadalafil
Sambempo (= 1# ) hydroxyhomosildenafil, tadalafil

O\\S//O
Y
/N\)
sildenafil
L
HO
\/\N/\ 0 HN N\
L
N \N HOOC

hydroxyhomosildenafil imidazosagatriazinone

Fig. 1 Structures of several therapeutic agents for ED and their analogues
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chloropropanoylpretadalafil

dipropylaminopretadalafil (2)

Fig. 2 Structures of newly reported ED treatment drug analogues
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Ir=z

bisprecyclopentyltadalafil

bisprenortadalafil homotadalafil

Fig. 2 Continued
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mAU A

1 1PDA Multi 1 290nm,4nm
1004
50+
% IV
- , , .
0 5 10 15 20 25 30
min
(x100,000) B
8.00-4831,990 1 H 444,00(+)@1
6.00
4.00°
2,00
0003 e , J L
i Y N O i e IO R |
0 5 10 15 20 25 20
min

D

1006661
S006G
80000

700000
600000
506000+
406000
300000
206000
100006-

444

485

o
a8 ¢
L
| 1

a0 a0 _ 00 200 300 400 500 600 @ 700 .
Fig. 3 LC chromatograms and spectroscopic data of N-cyclopentylnortadalafil (1)
A: Chromatogram at 290 nm on LC-PDA-MS analysis
B: Mass chromatogram at m/z 444 on LC-PDA-MS analysis
C: UV spectrum of peak 1 (N-cyclopentylnortadalafil)
D: Mass spectrum of 1 (N-cyclopentylnortadalafil)
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mAU.
4 2 &3
30 1PDA Mul&i 1 280nm,4nm
20-
10
oy -
T ¥ ' T ] : d ' T T J T B B ¥ N 4 ’ ¥ T E : T
] 5 10 i5 20 25 30
min
(x1,000.000)
8.00%8.2?5.793 “ 2 432.00(+)@1
6.00
4.00°
2,00+
o.oe“‘,‘l,,,,l,lLi
0 5 10 15 20 25 30
min
300000 y
2000600+
10000004
363.57
nm

Fig. 4 LC chromatograms and spectroscopic data of dipropylaminopretadalafil (2)

A: Chromatogram at 290 nm on LC-PDA-MS analysis

B: Mass chromatogram at m/z 492 on LC-PDA-MS analysis

C: UV spectrum of peak 2 (dipropylaminopretadalafil)

D: Mass spectrum of 2 (dipropylaminopretadalafil)
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475.00(+)@1/390 00(+)@1/444.60(+)@1%20.0/492 00{+)@1
f' sildenafil O Eé'j(}h
= == H5

8.00- 2
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6.00]
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1.004 444
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— o,
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2,00 Al 505
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Fig. 5 Mass chromatograms of food supplements for tonicity spiked with authentic
N-cyclopentyl nortadalafil (1) and dipropylaminopretadalafil (2)
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JEA G BT BHEE R A S S A ) &
(EF - EREMEL X 2T U=V = ZAREITEFE) oHENIEHRE &

SHEREAY HORGRAERT AT AR L OFH AL - AT ICBE T D AFSE
SYRMNEE R e MR R iR
W E

N LA UREM T D 7N LA 2 (Annona muricata) D 32T FEWTH]

BTHDH, TOREEZ Y THIRFE#HTTRELTHRAL TS, HLVWIE
& LF O SR EITHENT R0, ZWICH > THERM 2 U 72 RFIC k73
LA DOELZRI U THREPEIEZE > TS, L LEKEE LT Parkinson JEAIE
WEET DI EDMESTWND, RIBMEY ORI HBED & 7odL, e
ZATH>TETWD,

WFFEH 174

IRE R i WIREE. HEER BARET
ZHZFRY WEER WEEE. Bh#E Ik &
Ry 7K UHFE  Sorasak Lhieochaiphant

A, WFZEE

NV A VR TH DN A DR
IHGMEL & PR, REERTH D, IThx
WD NTF R AT —Y T
FINTEE DS A FERTIZ LA,
Triamazon & VY9 i TIEHIL T
HARBAIN—T DT T D &
WOILTWD, FT2E OFEITITHEL
Parkinson §i % 5| & {2 Z 905 E ATV
HLEEPLNTWD, TORENLAMIET
I A RE T — T D = — 7 DR
DFRFRI L OEMEERABR 1T 70, T —
77 x=—7 (Artabotrys siamensis) 3%
A SFEDRAMED DHE TH A TIEIAKRD
BFERTHD,

B. WF5ET5E
AAEETHRES N TW e —T T =2 —7
(A. siamensis) DIE (848 g) L. A
2 ) —/VCHI U, IRHEERIE 2 K Rl L
T, EtOAc Tkl LT EtOAc AI¥EH 7y &
KAlfA® 5y % 2. 7= (Chart 1),
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Chart 1 it

Dried leaves of Artabotrys siamensis Miq
(848.2 g)

Extracted with MeOH
Concentrated

MeOH Ext.
Evaporated

Suspended in H20
Extracted with EtOAc

| \

EtOAc layer H20 layer
(24.89g) (112 g)
: ')

inhibition (%)

w & 9 @ W @ W o

EtOAcext 0 i HO ext
Fig. 2 Hi4y0 Ab49 #ifuEMTEE
EtOAc H4512 A549 M m Mg 2 R L
72D T, Z D EtOAc NHE /3 ka5 2 &
L7,

C. WFFERER

IEMEZ Iz U 1 471, ODS, HPLC
BREDEREH T LI~ NI T T 44—k
OB R AT o7, T ORER, HBLS
W12 &t 15 OG- & Bl L (b7
1EDIRE %17 - 7= (Chart 2),

Z0HH, LA 2 13FHTHY . =D
fin 1,3—15 3B LA dH > 7=, FHiEbE
WIS EE B e o7z, mofEne~ A
AT MU LY ZFD4 7% CisHze02
LUGE L, BRI AT R VIR O
B, e RMexTr L0 ThHI L
DRI, S DIZFEMARSEANY
IVOFRNT OFER Fig. 3 "I ETHD Z &
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NHERA L 7=,
z p
-] OH
HOmm-
"Jq’?{’?-

Fig. 3 {bL&W 2 D1

OH
HO

CcOosYy
H C
HMBC

Fig. 4 1t&% 2 ® COSY ¥ L ' HMBC

RN THALA W) OREIE DRERE D 7= 8 IRt
NMR A7 ML ZfEHT L, Fig. 4 Of5HE
D, FDOWHEEEE R LTz, DUWT,

XA &SR E D72 NOESY A7 kLD
#5217 - 7= (Fig. 5), NOESY #HfH23, 5
fio7m bk 2fio7ra kb, 2H/LD
A=E VRN AP =l N V¥ VA A=
e u bk 12afio7m ki
12b D7 v b & 167 m h 15
fD7a kbl 9fro7a b ORICAHR
WHHITZZ &S AB LKL E % Fig. 3
DEHITRE LT,



EtOAc layer
(24.8 g)

Silica gel CC
(Hexane-EtOAc-MeOH)

| \ \

fr. 1 fr.2 fr.3 fr. 4 fr.5 fr. 6 fr.7 fr. 8 fr.9
(054 g) (117 g) (1.64 ) (2.88 g) (2.24 g) (1.26 @) (5.95q) (5.56 g) (323 g)
oDbs cC oDbscCC obscC oDSs CC obs cc oDsS CC
(MeOH-H;0) | (MeOH-H20) (MeOH-Hz0) (MeOH-H;0) (MeOH-H-0) (MeOH-H20)
HPLC HPLC HPLC HPLC HPLC HPLC
(Acetone-Hz0) | (Acetone-H20) (Acetone-H,O) (Acetone-Hz0) (Acetone-H,0) (Acetone-H20)
fr.1-11 fr.1-4 fr.1-6 Cpd 4 (17.0 mg) Cpd 2 (7.8 mg) Cpd 1 (93.3 mg)
Cpd 3 (4.9 mg) Cpd 9 (48.0 mg)
Cpd 5 (5.7 mg) Cpd 10 (22.2 mg)
Cpd 6 (6.4 mg) Cpd 11 (18.1 mg)
Cpd 7 (5.5 mg) Cpd 12 (82.0 mg)
Cpd 8 (6.3 mg) Cpd 13 (15.5 mg)
Cpd 14 (3.9 mg)
Cpd 15 (1.2 mg)
Chart 2

Fig. 5 NOESY

S HITHEHEE DR ED T DITE v %
—EikzEMA Lz, (B-B X 0S-MTPA =
AT NEER LT, tH-NMR 27 kL%
HE L CTHBEROBK[RESENSAET 510
FUT NDOEIY ZORPREE R RE LT
(Fig. 6), Fig. 3 & 1Tl E & TR L
TWa,
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HO on HO
Compound3

Compound4

R

Compoundd OH OMe
Compound6 OH H
Compound7 H H

R,
O-L-Ara(p)-
Compound1 H (2—1)}L-Rha H H
Compound8 OH H H H
Compound9 H H D-Glc H
O-D-Glc-
Compound10 OH (6—>1)}LRha H H
O-D-Glc-
Compound11 H (6—1)LRha H H
O-L-Ara-
Compound12 OH (2 >1}L-Rha H H
Compound13 H H H D-Gle

Compound14

Compound15
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1. FwCFEH

Katsui, H., Sugimoto, S., Matsunami, K.,
Otsuka, H., Lhieochaiphant, S.: Lignan
diesters of canangafruticoside A from the
leaves of Cananga odorata var. odorata.
Chem. Pharm. Bull,, 65, 97-101 (2017)
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Table 2 A XA XX (Solanum nigrum) O&H KRSy

No. Name Molecular fomula Category

1 alpha—Chaconine C45H73NO14 steroid alkaloid

2 Solamargine C435H73NO15 steroid alkaloid

3 Solanidine C27H43NO steroid alkaloid

4  alpha—Solanine C45H73NO15 steroid alkaloid

5 Solasodine G27H43NO2 steroid alkaloid

6 Solasonine C45H73NO16 steroid alkaloid

7 Tigogenin C27H4403 steroid

8 Quercetin 3—glucosyl-(1->6)—galactoside C27H30017 flavone glycoside

9 Quercetin 3-rhamnosyl-(1->2)-galactoside C27H30016 flavone glycoside

10 Quercetin 3-rhamnosyl—(1->2)[glucosyl-(1->6)-galactoside] C33H40021 flavone glycoside

11 Petunidin 3-rutinoside—5—glucoside C34H43021 anthocyanine glycoside
12 Peonanin C43H49022 anthocyanine glycoside
13 Petanin C43H49023 anthocyanine glycoside
14 Negretein C44H51023 anthocyanine glycoside
15 Desgalactotigonin C50H82022 triterpene saponin
16 Nigrumnin | C55H90025 triterpene saponin
17 Nigrumnin II C55H88027 triterpene saponin
18 Solanigroside C C51H82026 triterpene saponin
19 Solanigroside D C55H88027 triterpene saponin
20 Solanigroside E Cb5H88028 triterpene saponin
21 Solanigroside F C56H92028 triterpene saponin
22 Solanigroside G C50H82023 triterpene saponin
23 Solanigroside H C51H82022 triterpene saponin
24 Uttroside B C56H94028 triterpene saponin

Table 3 A R 7 7 (Tinospora crispa) DA 5y

No. Name Molecular fomula Category

1 (-)-Secoisolariciresinol C20H2606 lignan

2 N-cis—Feruloyltyramine C18H19NO4 amino acid derivative

3 N-trans—Feruloyltyramine C18H19NO4 amino acid derivative

4  Tembetarine C20H26N0O4 alkaloid

5 N-Acetylnornuciferine C20H21NO3 aporphine alkaloid

6 N-Formylanonaine C18H15NO3 aporphine alkaloid
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Table4 =z vF 7 +v (Nerium indicum) DA K5y

=
o

Name

Molecular fomula

Category

R e R O

RN N NN
W N = O

Oleandrose
Ursolic acid
Adynerin
Betulinic acid
Kaempferol
Rutin

Oleanolic acid
Acetylursolic acid
Uvalol
Cardenolide N-1
Cardenolide N-2
Cardenolide N-3
Cardenolide N—4
Neridienone A
Neridienone B

Ursolaldehyde

20beta,28—-Epoxytaraxaster—21—-en—3beta—ol

Ocotillol

28—-Norurs—12—-en—3beta—ol

3beta,13beta—Dihydroxyurs—11-en—-28-oic acid

3beta,27-Dihydroxy—12-ursen—-28-oic acid

Isoprene

Proceragenin

C7H1404
C30H4803
C30H4407
C30H4803
C15H1006
C27H30016
C30H4803
C32H5004
C30H5002
C30H4607
C30H4407
C30H4208
C32H4809
C21H2603
C21H2804
C30H4802
C31H5203
C30H5203
C29H480
C30H4804
C30H4804
CoH8
C23H3404

arabinose derivative
triterpene
cardenolide glycoside
triterpene
flavonoid
flavone glycoside
triterpene
triterpene
triterpene
cardenolide glycoside
cardenolide glycoside
cardenolide glycoside
cardenolide glycoside
steroid
steroid
triterpene
triterpene
triterpene
triterpene
triterpene
triterpene
carbon hydrate

cardenolide

Table 5 . %A (Leucaena leucocephala) &4 %5y

Name Molecular fomula Category

1 Gibberellin Al C19H2406 diterpenoid, plant hormon
2 Gibberellin A8 C19H2407 diterpenoid, plant hormon
3 Gibberellin A17 C20H2607 diterpenoid, plant hormon
4 Gibberellin A19 C20H2606 diterpenoid, plant hormon
5 Gibberellin A20 C19H2405 diterpenoid, plant hormon
6 Gibberellin A23 C20H2607 diterpenoid, plant hormon
7 Gibberellin A29 C19H2406 diterpenoid, plant hormon
8 Gibberellin A34 C19H2406 diterpenoid, plant hormon
9 Gibberellin A53 C20H2805 diterpenoid, plant hormon
10 L-Mimosine C8H10N204 toxic amino acid




Table 6 27 ¥ a v (Corydalis bungeana) O&ARKSy (MFEIL, C. yanhusuo TiT-72)

No. Name Molecular fomula Category

1 Fumaric acid C4H404 fatty acid

2 Allocryptopine C21H23NO5 alkaloid

3 Berberine C20H18NO4 berberine alkaloid
4 Canadine C20H21NO4 berberine alkaloid
5 Isocorydine C20H23NO4 aporphine alkaloid
6 Palmatine C21H22NO4 isoquinoline alkaloid
] |Protopine C20H19NO5 alkaloid

8 Coptisine C19H14NO4 isoquinoline alkaloid
9 (-)-Kikemanine C20H23N0O4 isoquinoline alkaloid
10 (-)-Isocorypalmine C20H23N0O4 isoquinoline alkaloid
11  Saulatine C22H23NO6 isoquinoline alkaloid
12 Scoulerine C19H21NO4 isoquinoline alkaloid
13 (-)-Tetrahydrocoptisine C19H17NO4 isoquinoline alkaloid
14 Corydaline C22H27NO4 isoquinoline alkaloid
15 Dehydrocorydaline C22H24N0O4 isoquinoline alkaloid
16 Tetrahydropalmatine C21H25N0O4 isoquinoline alkaloid
17 Isocorybulbine C21H25N0O4 isoquinoline alkaloid
18 Thalicmidine C20H23N0O4 aporphine alkaloid
19 Norisocorydine C19H21NO4 aporphine alkaloid
20 Tetrahydrocorysamine C20H19NO4 isoquinoline alkaloid
21 Leonticine C20H25N0O3 alkaloid

22 Lirioferine C20H23NO4 aporphine alkaloid
23 Juziphine C18H21NO3 isoquinoline alkaloid

BT, 7VFavonsl LTRERHDHHD
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Table 7 A)Vh~T (Solanum dulcamara) D& K5

No. Name Molecular fomula Category
1 Solamargine C45H73N0O15 steroid alkaloid
2 Solasodine C27H43N0O2 steroid alkaloid
3 Solasonine C45H73NO16 steroid alkaloid
4  Calystegin A3 C7H13NO3 tropane alkloid
6 Calystegin B2 C7H13NO4 tropane alkloid
7  Columbin C20H2206 diterpene
8 Tigogenin C27H4403 steroid
9 Yamogenin C27H4203 steroid
10 Lycoxanthin C40H560 tetraterpene
11 Lycophyll C40H5602 tetraterpene
12 Soladulcidine C27H45N02 steroid alkaloid
14 Calystegine B1 C7H13NO4 tropane alkloid
15 Tomatidenol C27H43N0O2 steroid alkaloid
16 beta—Solamarine C45H73NO15 steroid alkaloid glycoside
17 Calystegine A5 C7H13NO3 tropane alkloid
18 Calystegine N1 C7H14N203 tropane alkloid
19 15alpha—Hydroxysoladulcidine C27H45N0O3 steroid alkaloid
20 15alpha—Hydroxysolasodine C27H43NO3 steroid alkaloid
21 15alpha—Hydroxytomatidenol C27H43NO3 steroid alkaloid
22 15alpha—Hydroxytomatidine C27H45N0O3 steroid alkaloid
Table 8 A =¥ FX (Salix alba) D&HKY
No. Name Molecular fomula Category
1 Cupressuflavone C30H18010 biflavonoid
2 Salicin C13H1807 phenolic glycoside
3 Rhamnazin 3—glucoside C23H24012 flavon glycoside
4 Triandrin C15H2007 phenylpropanoid glycoside
5 Isoprene C5H8 carbon hydrate
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Table 9 bt AV L=F=F Vv (Vinca minor) DE&H K

No. Name Molecular fomula Category
1 Eburnamonine C19H22N20 alkaloid
2  Vincamine C21H26N203 alkaloid
3 Vincristine C46H56N4010 alkaloid
4 (+)-Lirioresinol B C22H2608 lignan
5 Quercetin 3-robinobioside—7-rhamnoside C33H40020 flavone glycoside
6 Myricetin 3-robinobioside—7-rhamnoside C33H40021 flavone glycoside
7 (-)-Vinorine C21H22N202 alkaloid
8 (+)-Minovincinine C21H26N203 alkaloid
9 11-Methoxyvincadifformine C22H28N203 alkaloid
10 Vincadine C21H28N202 alkaloid
11 (-)-11-Methoxyeburnamonine C20H24N202 alkaloid
12 (-)-16—-Epivincamine C21H26N203 alkaloid
13 (+)-Eburnamenine C19H22N2 alkaloid
14 (+)-Isoeburnamine C19H24N20 alkaloid
15 (+)-Vincaminine C21H24N204 alkaloid
16 (+)-Vincinine C22H26N205 alkaloid
17 Minovincine C21H24N203 alkaloid
18 Vincorine C22H28N203 alkaloid
19 Vincoridine C21H24N203 alkaloid
20 Strictamine C20H22N202 alkaloid

Table 10 t 3 KV Y a v (Solanum Iyratum) O & %5y

No. Name Molecular fomula Category
1 Solamargine C45H73N0O15 steroid alkaloid
2 Solasonine C45H73NO16 steroid alkaloid
3 Columbin C20H2206 diterpene
4 Soladulcidine C27H45N02 steroid alkaloid

Table 11 3 Y ¥ (Lythrum anceps) D &H 5y

Category
alkaloid

Molecular fomula
C29H37NO5

No. Name

1 Lythramine
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Table 12 U AN RhF+H L X X (Lactuca virosa) D& %5y

No. Name Molecular fomula Category

1 8-Deoxylactucin C15H1604 Sesquiterpen lactone

2 Lactucin C15H1605 Sesquiterpen lactone

3 Lactucopicrin C23H2207 Sesquiterpen lactone

4 (+)-Picriside B C21H3008 Sesquiterpen lactone glycoside
5 Ixerin F C21H3009 Sesquiterpen lactone glycoside
6 Jacquinelin C15H1804 Sesquiterpen lactone

7 Crepidiaside B C21H2809 Sesquiterpen lactone glycoside
8 11beta,13-Dihydroglucozaluzanin C C21H3008 Sesquiterpen lactone glycoside
9 11beta,13-Dihydrolactucin C15H1805 Sesquiterpen lactone

10 Cichorioside B C21H28010 Sesquiterpen lactone glycoside
11  11beta,13-Dihydrolactucopicrin C23H2407 Sesquiterpen lactone
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