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T oY 1
G OO 5
B HIETEO pHENR T ~F v DER EEARITNTG Z DB e, 5
Hf HARAERERMMN & HAEA (R)-phyllodulcin (1) OEBIIHTIC X 5 HAHWREREA .5
B T pHEN T~ F ¥ DERIZG Z DR s 6

WA HEpH N T ~F v EEBD (R)-phyllodulein (1) 3 XY (3R)-phyllodulcin 8-O-
-D-glucopyranoside (2) T EIZH R DR .o 10
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YER 5oy a1 LAY i i N OO 10
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L et 14
O BN T F X B G RN Z D E e 15
F—Hi &EIRIZX D (BR)-phyllodulcin 8-O-4-D-glucopyranoside (2) DZEAL..ccceeererceennen, 15
0 HERECFEHA taxiphyllin (5) & EOERIKB I OMERN 5 GRICHE X DA .17
B ORI I, @A, HAR, IR taxiphyllin (5) & SO E REEL ... 17
W TE 3 pH ERIEEE T~ F v HEELO taxiphyllin (5) EEOEBEEES o, 22
F=TH  EIRIC X 2 taxiphyllin (5) D EZEME oo, 23
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A, BERIBOARBEO FASCRBEEMOEE VISR, B (a8 1o 5 HIEE
OEBEESHML TV D, RERRH W ORESI & LT, 7J3/‘/°‘7?Eum4%, 2T T
Wy, T it e 505, 2D O HE R HRENL, EHIC X D RIEHSOHE o 8
WRRBIZLDWE, AFEEDRTRENBEEZINTND. /\?ﬁ ‘bﬁﬁiﬂ‘%ﬂ@ SELYLR DT
WEhonmh, FET, BARFEETILAROOOEME LTHA éhfé‘f:iﬁeﬁfki)) kgD
REHEEIE LTHEETHD EE 2. HEOILRDIERIZIE, ZF LIz B ORI E
EHThDHN, BUE, HAOWEFHMHIZHWD Z &ﬁ)fé‘é%ﬁ%ﬁﬁ%ﬁ)ﬁb‘ Erb, E
DAL IR FHTH D LER T,

HAL, & 1B MEA ARV TN S D AH T,
FREROFEWEL, DIEHRAR EITHEA SN 5130, HR
DAL A THBHEE L TRMICHAEINS. HART
1%, 4 H 8 BOWE(LE (JEEDV) DB, SFFicBs T,
AL HIAR DRI IR 2 2T TR, 2HEICS D £bh
L, HAELTORMAbEZ Y. HAEIE, T~F v
Hydrangea macrophylla Seringe var. thunbergii Makino (L[,

[(T~F %) ERLT D) OFEZHEH, Lt bDOTH
L0 T=FRICEEND HERWEIL (R)-phyllodulcin (1) Fig. 1. H4
T, ZDO—#RIE (3R)-phyllodulcin 8-0-p-D-glucopyranoside
2) L LTHMRIZEENTEY 23, 7T~F v OEZINFER TN TR (1E7R) ﬁ'é BT,
4 a2 (BHER) 226 b8 1 DAERKTHZ ENFMBLATND 3O (LEW 1 1%, invitro

FEm{7 v 12KV, NADPH &~ A 7o y~AﬂE%ﬁi@@fzﬂ:%izﬁ7ly kAR
FE\ it L CTHIREER 2773 2 LD 6T SN TV HIEN D, LG 1 B8 LT hydrangenol
(3) 1%, FIEAMEMEREEMRERE = 2 7 A )L A 2 (SARS-CoV-2) DAL 7 BRI ET v
VAT v RS 2 (ACE2) EDOREEIET L I ENMESNATND P,

HO "
0}
Glc = OH
HO {H
OH
(R)-phyllodulcin (1): R=H hydrangenol (3): R=H
(3R)-phyllodulcin 8-O-4-D- hydrangenol 8-O-4-D-
glucopyranoside (2): R = Glc glucopyranoside (4): R = Glc

Fig.2. {LAW 1 -4 DL ER



HEORFWY THLT~F Y%, =%/
AR (APG: 7 Y AR TN A REY
T, BB 0T B 1ED, HED
APEAE HICETIR, BRFE, KRR, &M
W TSNS ). mE 10em T EDH% B
HEMRART, 5 AND 7 AEICEEICEE |
fEFF 2o, fEFFOMERITIE, BB RE
< FERE LI HEHAE D B 0 o T O
A BAFEIRE, KROEFAE LT, e : Y
BT RS L SN, TTFy (2F IR

TvF ¥ a7 VWA BRI, 1 pHA.0-7.5 TOEBNRIFE SND D, —fRIC,
PEHEIC BN TIZHRICE END T I =0 A0EHE L, AR ICIEMICE & ShT
WAH BT O BRI T VS = A AR S 2 & TR S, T
=T AR TH D . 2O, TUVTARBEYW TOL T ~TF v i, BHETEO 5D
LEEDREVARIZBWTCHERS AT T B2 0605, —F, 7V A O (2
<H) ORIIIR, F, BEREZE T, TNo0RIITESMFICE - TEIETHEEZ BN,
FHEpH L8 (<) BOBFRe, 1 (B OREHEIC OV THRE S TWLD 1017,
THEEpHE AL (B ) AIZET A ME TSV, L pH EREOEH KT G 2 D2
IZOWTOHMEITIZE A LRV, B FITEELHERT 2HFEOFTY, BEITIHWHEEZFD
EENDHZEND, B FAOEIZEPEE 2RW T THE, EOEHRSICbHEL KIET
AREMER D D EFE X T

TwFxDELHEL LTHRAT 272010, INHEROIEIXERIND. @, 8 HH 9 A
TAHICEHM UL, WSk (—iEnd), KEEEZELT, DLAZhSET 1 AR
JERE L, 25 CCRREIC LR L1, T LAIDRIT THES L TR S 5 (KRR . 283,
—REROTEERL, a0 TROA . PITEWRH 5 BB O T HENH S TN 19,
ZOEBOBET, BN T—EAEREA 2) & LTEET DAY 1 28, T~F ¥ DHE
GENDIHFRICL DU GEEE) TAERT 2 Y. BEHRESCRERRAMEAEY 1, 2 18525
WEBIZOWTOWREIXIZEA RN, T~TF ¥y DEIZEENDLEY 2 MEEW 1 1258
BB S NDEMED, HRWEOEREIZIIEECTHD LB X 7.

Fig. 3.
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ZOXORERERND, HE TS (K pH ) LB (GERHEEE, FERRRFR)
0, HROGERSZEHIEDL 2 EnTRINE.

Hbs LS, BHBRREREERSICG 2 D EEERNTHICHIZ, £T, LAWMW1
EHEDOH S LEDOREEIZOWTHF Lz, (L&YW 1 ITHRICEEN D HKRME T, ol
DREEIIH 435 & &5 9. HIREE, HBEOH S 2FHBEO—oT, AT X 5 EHREAN
WX THIESN, #EF, YafoH Iz 1 L LEEXOMMETERIND. 202 tn
5, (LAY 1 IZTHROBOWWETHL ZENDNLR, HEZOLOOHE AW 1
GEOBEICOWTIIAMIC SN TV, 22T, HRBERENMN & HEmMEE T oL Eew
1 ODEEGHZEITO 2T, HROHEROREIILEY 1 THDH EHW L, FHIOFEE &
LTHWSZ &L,

HAE, 8OH, HREE LTRIRA SR TWE R, IT4E, HEROBMMIC L 2 BhHEREG #®
HENTWAD, 2010 4, MHRINETHEESY 4 A 8 H) IZBMUT/NFR 1 FAERN, HA
R Ix, BLRMEIEDIER 2N 7z, BV, EERERICIZE S 2o 7ehy, B mEdEiie L
TS, FRERPRESNT. 7~ F ¥ ICHENL2BEWE OGN, ZhE
TO L ZABTEHEOFRRNYE DR EICIZE > TN 20, HAEZHRE E LTRIAT S & &,
MARRLTXFAOTHHIND Z 0L, BPFEORRE L 25 aTRetEN & 2 WEIZ DWW T
AONCTIMNERDD. ZNET, 7OV ABEMICIE, HFBREREESST Ve A RO&E
ERFONTEY, 7~F v IEEICIEHFEREEA taxiphyllin (5) BEH T2 2 LBR@ESH
TWAH2, 22T, 7TFXERDILEY 5 DEHFIZOWTHELZ. £/, BHEKRTHD
bW 5 23, BIRIZL > TEILT DRSNS D EFE X, RERELERELEY 5 O

G IR L.
OH
NC
HY

HO 0]
0]
OH

HO —{H
OH

taxiphyllin (5)
Fig. 5. taxiphyllin (5) O{bA%iE

HAOMEFICHZD, HRME THLHLEW 1 OGEZHIET L2 L I3 FEL
BRDM, LB 1 BEEL T L&, BEEWENLEICR D, £, BUE, HANHHRE
ELTHIHENDBRITITMRRS=F ZADETHHAINTNDN, ATETDATELF Y RO
EolZ, WELLTOEY 1 OFHOFREMEEZZ 27, LirL, #ohrolbEw 1 %
HEERE T 510018, KEOREHEM A LI L 35 2 &ML TRALEIC/R D, £ T,
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K7 & DA RBEIRE RO ELZ T, AAX—RATLEN, WEIEEL ATRRIZT
LIEE LTI SN DNV AE WY EAFEE S 2 1=, YOS E CHESNTD
VA (REFEOMBSE) 1%, HEYOREEESCEHWEAEICFIH I, KRN G,
o, IREE, HEMIARLE R E) OFREICEY, e o ZIRREIED Z AT D5 Z LR mbR
TWD 25, 21X, 2T7%F (LT HFR) BRI ZANBIE, va=rOERITRIIL,
FERALLENTNWD P, 22T, 7T YEDND DD IVAFES " REED O RIZE D
LRF-E LT, EFHUCHINT 2 BT > OB A G LTz,



4N
il

B R TEO pHEN T ~F vy OER EEHKRIIZH 2 D HE
B HAEREIME & HAEA (R)-phyllodulcin (1) O E BT K 2 HAS H B ST

—RIZELE - G STV D HRZ AW TERHMI 21TV, HAROHKRE L, HERICEE
nolbe® 1 of&EE OEICOWTRE L.

BRERHM & 1F, AMORRE (A - BER « IR - % - il L) 20T, fLoming
WA - FHl 2 5L, HIREOH SoEEE LCTHW LR DERS [HIRE ) TH5H. @,
v a b (Sucrose) DH A 1 & L7 EOMMETH B IN, (bEW 1 OHBKEX, £ 435
e &hs .

HAROFREAL, RSt AATRBRSHTT 7 ) b —EAFEHMIAERE 8 4l Lk-
TEMi sz RSN AR GHT 7 7 —e 2 EEESEER) (CTER) . BResHm
TIE, HAMHK (HAKE 3.0 gL) &, REZZ(LIEIT a EEK (2.0%, 4.0%, 6.0%)
e U, HARIIHR O H IR & R &K C DIREO > a Btk 21803 2 7k THEM S .
ZOREER, 8 ADHEMMTNE (HAZE 3.0g/L) 1% 2.0%> = Bk & FIFRENZN LD bRV
ERZE L.

¥, BHRERHMMIC AW AR OIRE (HAATE 3.0 g/L) 1%, HEOIAICEY & =i
HIRE BB ICEENHRE L.

WIZ, BREMICHAWRE L F—a v FOREZHWT, BREFEMN & Rk D FNE Tl
L7 HAHhH R (HAZE 3.0 gL K) Folbea 1 ogEL Rk n~ N7 74—
(HPLC) IZE VW EEDHITLIZL Z A, 406+0.13 mg/L (IXFE :135%) TH-o7/-. 2%,
IbE¥ 1 % 40.6 + 0.13 mg/L Eie A5, 20 g/L D a Bk & F%ES L iZEnLl gt
WEWNS Z LTy, ka1 BIMOHIRE (K435) 2BELICEE, HROHKOARE
MEEM 1 ThHZ LR EN. DEOFELY, HAOMEIHMIICBNT, 1tAW 1

EEELTLZLICLE.



B THEpHERT ~F ¥ DERICE X DHE

TYF ¥ DOEARE HHEpH N RS 5 FEO HE TR L, HEpHENAET (BhE) B
FOUHER CGEOBE, EoMRER) ITh5 2 2L REt LTz

HIARI, FHEFERIRFIEAYE Ok R B EAR) CHEET 57 ~F v ol a
BL, fliLARICE > THFESEZ. RBRICHWZ 15 KO AROE S1E 23.5-27.6cm, FEDH
Hud 23-34 O TH T,

BRI L U CHW 3, SR [ 3% 1: pH7.0-7.5, 3% 2 : pH6.5-7.0, +3% 3 : pH6.0-
6.5, 1584 :pHS5.5-6.0, F3E5: pH5.0-55] Tho7-. [HHE2] 1%, KREL, EHEL, HiE
+, FEHEEAAREL T 3:3:2:2 OEIATRALLLL O THS. IHE11E, [HH2]
AR EZRA U TR U2, 83, B4, 185 0%, [1382] IR T 30%, 50%,
70%DE— hE A (pH4.0) ZRAL TR L. ABtH (X 1-5 2RGE=—1LKy

IZFEL, AT 1 KT OMZ -, FHESRMFCOE, 3EORy b (Ry F1-3) 2HE
L7z, 2015 4E 4 A5 2016 45 10 H £ T (I8 /A M) #bs L7z, &, 2016 4F 6 H, 2015
FLEUTEZHWCTEREAE =— LRy MIEIAREZ . 7ok, BT pH EI, 7R
[, %9 2 -4 BERIC TERIEL, ENENRE LI pHEOFKFANTH S Z L 2R L.

BrEx, REIME, EA 1 ERERE Lz, UEE GEOMEL, EomgER) 1%, 2015
10 H & 2016 4 10 AIZilid L7z,

T3 1 (pH7.0-7.5) THAE L7@EIL, 1 FH I EMZITE(ET, RBEAGH 5 6 2 H
BORBEX, 5 &FEOFTRLE o7, 244H GEBRBGEG 18 A% OREICEL T
1%, BRI THEZEIT o7 (Fig. 7). EORMBEEIZOWT, 181 (pH7.0-
7.5) THEB LMK, 1FEEIZE LI D70, 28122, 3B8L04 LA
EThot-. —J5, 135 (pH5.0-5.5) TAB LI-EEOEORBERIL, 2 FHIZBWT,
fhod 4 S L il L CHEAITHEER SN -T2 b 0D, 5 &Foh T b EVMEZ R LT-
+3 3 (pH6.0-6.5) THEF LIZfERIZHART 70%EE TH 7= (Fig. 8).



(a) RBRZGAT
(BERIE, B=— B X OV RK 45% D FEG THE - 7-.)

Fig. 6. #FalBRokk+ [ 13 2 (pH6.5-7.0) ]



Height of trees (cm)
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May. 2015 Jun. 2015 Jul. 2015 Aug. 2015 Jul. 2016 Aug. 2016 Sep. 2016 Oct. 2016

" Soil 1 (pH 7.0-7.5)  [ISoil 2 (pH 6.5-7.0)  ESoil 3 (pH 6.0-6.5) M Soil 4 (pH 5.5-6.0) M Soil 5 (pH 5.0-5.5)

Fig. 7. k513D pH i * DiFEWZ K Dm0 2Lk

a THED pHE 1%, 188 2 (pH6.5-7.0) ICE L AKEIZE— M ERZMA TR L., T8 1 (pH7.0-7.5) (3,

T 22 1L 7208 66.6 g DREEE L AKEZRAG L CIRR Lz, 153 (pH6.0-6.5), T4 (pH5.5-6.0),

1525 (pHS5.0-5.5) 1%, 13 2 ITKRFEEE T 30%, 50%, 70%DE— hERAZRE L TR L, HESMELNO

HIGSFMHIIRI U Ch otz £ BT IS HAMAR S, TAEhoEZ ke Lz, BEldd T, &IEEf T
B L7 3 RKOWVE)EEREFZE (SD) T Lz, P OMEIIEEREL R~T.

[Chem. Pharm. Bull. 2023, 71, 368 - 373. Fig. 3 K V #i5#i]
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#2015 m2016 #2015 mW2016

Fig. 8. #E: 14 H (0154) BIXU24H (016 /) OIERE —HEoKE () LEOwRERERE (F) —

TEESe - 1 1 (pH7.0-7.5), 13 2 (pH6.5-7.0), 1:4& 3 (pH6.0-6.5), 18 4 (pHS5.5-6.0), 18 5 (pHS5.0-5.5).
BEOKEL : 20154210 H, 2016 4 10 HIZZNENIELIHE L, HEAEEx .

BEOWEE S - IVE% T <IZ, 40°CICERE L 7- Foii¥ © 24 RpfRz S w75, HIE L7-.

TRTOMIT, & HERAETTEE L3 KOVEECEMERAE (SD) TRLUE. KT ORHEIIEEREZ R~ T
TABYA7E, Tukey DEZEMREICLY, WHEXMIZHBNT S UKETHEENH D Z & ERT.

[Chem. Pharm. Bull. 2023, 71, 368 - 373. Fig. 4 X V #ixifi]



WA pH N T~ F ¥ FEE D (R)-phyllodulcin (1) 3 XY (3R)-phyllodulcin 8-0-
S-D-glucopyranoside (2) D& &2 5 %2 52

%—IH  (R)-phyllodulcin (1) 3 XU (3R)-phyllodulcin 8-O-f-D-glucopyranoside (2) D & &7
MO

7~ F ¥ DIEIZIL, (R)-phyllodulcin (1) 3 X O'Z O EHEIAR  (3R)-phyllodulcin 8-O-4-D-
glucopyranoside (2) 2 FE 7 “IRREHIEME L TEAT 5 2.

(3R)-phyllodulcin 8-O-4-D-
(R)-phyllodulcin (1) glucopyranoside (2)

Fig.9. {b&¥ 1, 2 OfbFAEE

fb&% 1, 2 1%, FEBEERIRFEAEIRTLSIICH T, 7T~F ¥ O D B - B SR
FEINTWHLH0EHAWE. bEW 1, 2 OfLFHIEIE, KEZERKILB ALY ML (H
Nuclear Magnetic Resonance, 'HNMR) & X WVE &5 (Mass spectrometry, MS) D A7 | L
TR EBRT =X LHRT DI LTI MERL, R E L 34590, FErERE (1, 2)
ROWNCT v F v RERER L OMEIRIED 2 % 7 —/v (MeOH) fiHi#IZ>\\C, HPLC 7 1
~ N7 T LEWE340mm O UVRHTHELZE A, T RXTOE—7 TREFRN—AT A
VOB R ST (Fig. 10) . B — 71X ORFFRFR] () 1IC8IZ2 S 172:1,37.5min; 2,25.8
min .

BIRPE\TAIR U T SR & F O CHERR L2 B T O3 b E#PE (0.4 - 500 pg/mL)
THEMMEZ R L, RERE (R?) 1X1.0000 TH 7. MHxHEHERZ%E (RSD) fEIX, HWNZAH)
T 1.13-1.99%, HMZEH)T2.72-343%CTdH -7z (Table 1). fHHSMFIZ OV TIE, MeOH %
AW BERMEMEEY 1, 2 2T 208K RN FIETH D 3. FRMIIT 7
AR T, FHERERE 557, 10 57, 15 0 T OB ®RICEDN RN -7 2 L DR S iz 7z, fil
HIRFR I 10 43 & L7=. MeOH % AW TSR T 10 S BBE A Q |) 217V, okl %
R 7=,
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mAU - (3R)-phyllodulcin 8-O-4-
5&' D-glucopyranoside (2)
] phyllodulcin (1)
25—-
RN B
o 5 10 15 20 25 3 35 min

retention times (fg): 1, 37.5 min; 2, 25.8 min

Fig. 10. 7 ~J ¥ RIERE LA 20 #AN /2 HPLC 7 v~ 7' Z A (UV, 314nm)
RAEREET T 2 (pH6.5-7.0) TAEE LI-fEKR L 0 157,

Table 1. {LEW 1, 2 OREROERRERS JOKE

) ) Coefficient of Precision® (RSD, %)
Analyte Regression equation® o
determination (R?) Intra-day Inter-day
1 ¥ =9637.2x +954.3 1.0000 1.13 343
2 y=3369.5x +1394.4 1.0000 1.99 2.72

a [EUFRUCEBNT, x 1T RIRIEORE (ng/mL), y 1T0H R E O v — 7 mfE T
H5.

b 1258 2 (pH6.5-7.0) THEE IV EE» LG Z2 T, OHEOREE Z M L7z,
(n=5)

WIZ, T~FT v DEIZEENHILEY 2 [EHEER) »obEdm 1 (770 ay) ~O&EH
IZOWTHER LTz, 7T~F ¥ RIETBEETIXEBEDLEY 1, 2 OEE%S HPLC 12XV E
BN L. TORE, REHREITIE 024 - 0.79% OIbE® 2 (FEFHA) NEEh T
(Table 2, Entry 6 -20) 2%, EVGZEICIE, LAWY 2 IZEEN TRV, DTNIEENLFE
ETdH o7z (Table2, Entry1-5). L7z -> T, T~F ¥ REBETOILEY 2 METRIZE
STEEY 1 ITEBRINTZZ EIIHLNTHD. ZOZ e, F _HIIBITHEESHT
X, REGRHTOLEY 1, 2 ORGEEZERKTHZ LICLE.
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%I T pH EAT ~F Y ERITE NS (R)-phyllodulein (1) 38 LT (3R)-phyllodulcin
8-O-f-D-glucopyranoside (2) D& &I 5 2 5 w2

R IRV T IR pH1 WE72 D 5 FEO TETER S ERORERIEF O
&% 1, 2 %, HPLC o#Tic L W @& L=, ZORER, (LEaW 1, 2 ORELE (5
fF 3 ERD ) E +SD) 13, j:iéﬁl (pH7.0-7.5) THFR SHIEEOREIRIETIE, 2242+
2.26 umol/g (Table 2, Entry 6-8), 132 (pH6.5-7.0) TiE 22.88 +4.08 umol/g (Table 2, Entry
9-11), 133 (pH6.0-6.5) TIL27.52+4.03 pmol/g (Table 2, Entry 12-14), +34 (pH5.5-
6.0) TI%26.25 + 3.78 umol/g (Table 2, Entry 15-17), 35 (pH5.0-5.5) Tl 16.65 + 0.72
umol/g TdH -7z (Table2, Entry18-20). {b&W 1, 2 ORE/L&EIX, 133 (pH6.0-6.5) T
kt%<, tH#5 (pH5.0-5.5) Tbo o7z,

12



€T

Table 2. 7 ~F ¥ EIRIER K USREREN LI OEM 1, 2 &
Loss on Yield from dry material Content in dry material® Total contents in dry material
Entry Sample? Soil pH Pot  drying (%) (umol/g) (umol/g)
(%)° 1 2 1 2 1and2
1 70-75[S0il 1] 1 8.22 074+003 002001 2572+114 0.35+0.18 26.07
2 65-7.0[S0il 2] 1 1093  0.98+0.02 Notdetected 34.12+0.53 Not detected 34.12
3 P{:acjjged 6.0-6.5 [Soil 3] 1 9.56 0.87+004 Notdetected 30.41+1.30 Not detected 30.41
4 55-6.0[Soil4] 1 9.06 104001 Notdetected 36.40%0.34 Not detected 36.40
5 50-55[Soil5] 1 8.43 080+002 009+000 27.85+061 2.10+0.10 29.95
6 1 8.74 051+001 026000 17.92+034 578+0.11 23.70
7 [752||715i 2 1087 0404001 024+001 13914026 533+0.30 19.24
8 3 9.78 030+000 063001 1034008 13.98210.34 24.32
9 1 9.43 031+001 079+000 1097+024 17.67+0.11 28.64
10 Fsilrz% 2 1007 034001 036+001 11.77+0.32 7.95+0.16 19.72
11 3 1754  029+001 046+002 10.12+0.36 10.17+0.38 20.29
12 Unprocessed 5065 1 8.62 031+002 064005 1069+067 14.36+1.07 25.05
13 leaves (Sl 3] 2 8.68 045+001 0782004 1576+051 17.44+0.80 33.20
14 3 8.93 042+002 044004 1451+082 9.79+0.81 24.30
15 1 9.51 062+001 025+001 21.80+045 559+0.18 27.39
16 [Ssilff] 2 1036 0.42+001 070+002 14.66+0.37 1554+0.36 30.20
17 3 9.95 037+000 0372001 1279+0.16 8.36+0.30 21.15
18 1 1013 0.18+001 042+001 628+032 942+0.15 15.70
19 [582'?553 2 1033 0224002 041+001 7.66+0.66 9.16+0.32 16.82
20 3 9.50 024+001 0412003 825+034 9.19+057 17.44

a [E1REE 1 2016 45 10 HITUVHE « iltl, BEITKEZ T, BERRE/R B =— VISIC AT, F D% 25°CITRE LT N TRZgT 72 BRI AT (K
). WIZ, EEZFTHEIR L%, 40 °CICERE U T- inlie il T 24 W enie S 4 7=,
U7 © 24 IFRS R S8 2. B o2 RIb L, (bEW 1, 2 0EESHTAFE & Lz, &Rk (300mg) %2 MeOH (10mL) 7,

KR T 10 BB EIRAER LU=, b ©EOMICEER U2k & 130, S REE% 105°CT 5 B L2, ¢ EIXEE+ESD (n=23)

RAETHEE : 2016 5 10 A IZULHE L 7-3E 4 H BT 40 °CiZ

ey

ax &



/Mg

HAERERHN & HROH B E CTHHILEYW 1| OEBOITEMAEDLED Z LT, 5D
HBEZRITAREIIMAEY 1 THDLEHEL, HAOREFMIZB N TEEY 1 AfRiEs T
HZ eIl

T T OFF UGS 2 pHED R 5 5 FEFEHO 38 [ 158 1 : pH7.0-7.5, 125 2 : pH6.5-
7.0, 133 :pH6.0-6.5, +4E4: pH5.5-6.0, +HE5: pH5.0-5.5] THELL, ARE (B&E) BX
OUNHER: GEOKER, TEOWMBRER) 2L 2 A, fElE, SAROHE VI (14H)
[20E, B3 pHEIC L2 ERMHER I NN, 2EAIIZZOETIIERLS otz T, T3
5 (pH5.0-5.5) THABLET v F ¥ O 2 HFHIER CGEORRER) |, o 4 DD LHESM:
TAEB LEAEOT TR LD L, mbEN-o= 13 (pH6.0-6.5) & H# L THI 70%TH
S77.

E5iC, HHE5 (pH5.0-5.5) THE: L7MBEICHOWTIE, o 4 TR HHESETRES U718
RIZHART, (LAWY 1, 2 GENEHID R, &b EEDE -7~ 153 (pH6.0-6.5) &
T 5 28 60% ThoTc. UUboZ &k, FEEHEOBEENRS b2 & T, 7vF
YOEBFBBIOT T v RERETOLEY 1, 2 OFENMET T2 Z ERRB I,

1 pH EAMEV VR (BRMESRAT) 1B W CiE, TR oKRFEAS Ao NEEEFEAL, B
DAAF IR EDRA A DRBERNEETICEEL ZENTETITRENTHZ LT, Y
DIRFTINE SS9, Fi2, 3 pH MEAMEL 25 2 & T, EHEPOMBRLRIER
DIKTFIC X DERWIImE, HHEPCHEML-7 VI = LD U VEREE & ZIUSHED
U BRI DAL BN D 2 E M LTV D 2D, 5 (pHS.0-5.5) T, MYk D
RFEIEFRE, PERCHA IR G 267 82 < OFRIEMEICE 5 0 U w7 L oW IS,
FXIEOMRARICULERERZROWIING], FMIEN TR HEE Oy & 725 )
FEOWILE L7 &, HE oA mMERE, ARICBED 2 RIGIZE G 5 HERREER DI A A
DIEFIATONIRN -T2 8T, T~F v DEEBIWMMEAY 1, 2 OAERRICHE L fEHE
FOSOREENE TR H D &2 5 2.
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R BRNT Ty RO GAKRDE 2 D

F—Hi EIBIZXK D (BR)-phyllodulcin 8-0-B-D-glucopyranoside (2) DZAL,

TF ¥ OEIEENDEY 2 (EFHE) 1%, B O~FyEIGENIWERICLD
FERLUGT, HEEEMES) OWMET, kEéw 1 (T 7V ay) BRI . 22T, 7
~F ¥ DELE LT, fix OS5 CGERHRE, REEFR) TEBLEZbLOEZREIE L, &
BMEE 1, 2 OEGRICEZ DEEERG L.

T~FwlE, EE 8 A TANG 10 H LA SN TEIR S NS . BIROEFE T, 24 FFH
FREOREBEZITH N, 0L HRESIIEA ST, FHRICANIRET, iR (FiE) <
FEIND. 22T, BRBNICHEL SN TEX2BIEHEEZSEIC, [HERHOKIET — % )
DIFAREDFURELITH Z & L L., BIEOH R EEERIZIIY, AFRR M, EBY
IRAZIRNAT O 2018 4-~2020 £, 8 A&l ~10 A% 1 HO B FHRIBDOT —X 25512 L
7o 2. 3R OIERFY (8 H ki~ 10 A% 1 #H) @ A PF¥RIRIEL, 13.6 - 25.1 °C (ZF
), 14.5-24.1°C (ZIEHT) OHPHCTH-o72. I 5T, PHMIIT - 72EIRT, 30°C, 48 KF
LA EDREETH ENRAET D Z ERMER SN L ED Z &0 b, BEAHREIX, 15°CL 25°C
WZIRE LTz,

ERD LT, 202249 A, HEERRFENMEYE THIGE T 27 ~F v 2 BIHE L 72 %
EOERICHE I, KEEEL, BEER T 7 AF v /M ANz, RIZ, EEAN
77T AT 748%, 15°CET21E 25 °CITREE Lo N TR, 0 (Z OWRFR] 2 R8I
e & L72), 6, 24, 48 BRHE Wz (RESefh). FsEEE, BELOIZIEZ FTHIRL, 40 °CIZEk
TE U T2 3R C 24 BRI S 7. B O NTEIRIEZ T HREHE LTz,

F R TCRIE LI HIEICHEC T, BIREET e 1, 2 O &% HPLC ICX VW E&E
AT L.

RN 15 °COYE, FERLAED 6 R TIHMEEY 1, 2 OERICEIT R0 -7
0, 24 B IITEA Y 2 oAb EW 1 IIRITEHE N, FEEEER 25°COBE, FI%E
WG 6 BERICIE, 16 2 oA 1 ICBB LT EH SN2 EIURBR ST (Fig
11).

(3R)-phyllodulcin 8-O-p-D-
(R)-phyllodulcin (1) glucopyranoside (2)

Fig.9. {L&W 1, 2 OfbFEERX
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yield (1, 2, 1+2) (umol/g)

60

40

20

Fermentation Temp. 15 °C Fermentation Temp. 25°C

60
&
£
240
~
s
~
=
s 20
2
>
0
6 24 48 0 6 24 48
Fermentation time (h) Fermentation time (h)

=& (R)-phyllodulcin (1)
= (3R)-phyllodulcin 8-0-/-D-glucopyranoside (2)
—@— Total (1+2)

Fig. 11. BIRIZE21bE8 1, 2 oEEZE
(F2 : FEFEIIE 15 °C, 47 @ FEEHRE 25 °C)
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BBf HRARCHE(R taxiphyllin (5) & EOE RIS LMEIRD 5 GRICE 2 DHE

B FEOKRE X, B, HA, IERFHIR taxiphyllin (5) & & O E L

FHERREHER 5 1%, 7~F XY EHENOHHE SN E WO MENRDH LN, T~vF v DIEICE
FoE 5 OFEICET LIRFANERIIN TS Tholz. TIT, 7~FxIiZaEndik
W 5 DIFfEERGET LT,

OH

taxiphyllin (5)
Fig. 5. taxiphyllin (5) OfbA#iE

ERHTHOESE LTEEY 5 2T 572012, Meller H1Z &> THE I 7271530
ZRWTARL (Fig.12), 7~F v DEICEENDLAEY 5 OEESINICHW-. Sl
{b&W 518, A MT—2E2RRT—F Lk d 52 & CRIELT.

bW 5 DENRINALY L TIE, 197 nm ([ZWIFRK 2 H > v — 27 g s iz, bd
¥ 5 BLOT ~F v RKMIEHEZE MeOH ¥ D HPLC 7 v~ ~ 7 7 A%, 197 nm @ UV
2k, BIHR_R—RTF 1 8% L=, HPLC 4T TlX, 5, 8.5 4 ORFFIR () I2F
— 7 BNMEE ST (Fig 13). RIK7 v~ ~ 7' 7EEHHEE (LC-MS) 125 0 15 5 7~ fRF5Ry
[, UV A7 sz —2 (190 - 350 nm) L NMS A7 hLT—# 25kt & g7 5
ZEICkYy, Y= EZEELE.

UV &2 W TeEY 5 @ HPLC EENHT 21T o 7o, MRESIIMRET L2 (2.33-364
pg/mlL) CTEMRTH Y, WREHEE (RD 13 1.0000 TH-o7-. fAAMEHERFZE (RSD) X HANZE
H)C3.57%, HMZEET4.06%TdhH-7= (Table3).

TFARIINZAT - T23RBRICHB WV T, RIETRIER L OMEIRED L OLEY 5 OISz OV T
I% MeOH (T L 28 E 2 & bRV HiETh o7z, FiHF/ 54, 1047, 15 43Tl
BB BT FEN RN T E N S22, 104y & L=, MeOH T L 2B whhtix, =iR
T10 43T 1D, brakl A R L.
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LiClO4
4-acetoxybenzaldehyde

AcO—@—CHO j TMSCN

OTMS OAc

1) ethylenediamine

CN NC.
AcO OAc AcO 012
@ CH3COOH / THF @
OAc

>  AcO o » taxiphyllin (5)

H  2) dlethylammosulfur BF5 - Et,0 / CH,Cl, o] from a
OAC OAc trifluoride / CH,Cl, Ac Jre
1,2,3,4,6-penta ohc
-O-acetyl-g-D- 9R) and b (2S
glucopyranosid a(2R)an (2S)

Fig. 12. {bA&% 5 &R (Meller) 39
[J. Nat. Med. 2023, 77,978 - 985. Fig. 2 &2 ¥, Springer Nature DFF A] % 153 CHA#HL]

mAU
300

250

so0] taxiphyllin (5)

150 l

100

50-]

T T T T T T T T
0.0 25 50 75 100 125 min

retention time (tr): taxiphyllin (5), 8.5 min
Fig.13. 7~ ¥ DO (Table4, Entry1 [leaf Al ) S L =D
)72 HPLC 7 v~ R 7' Z & (UV, 197nm)
[J. Nat. Med. 2023, 77,978 - 985. Fig. 5 X ¥, Springer Nature FF ] % 5% CHri]

Table3. fb&% 5 OREMROERER L ONEE

. . Coefficient of Precision® (RSD, %)
Analyte Regression equation? L )
determination (R?) Intra-day Inter-day
taxiphyllin (5) y = 14439x — 2222 1.0000 3.57 4.06

a [EUFRUIZIBN T, x TR RS OPRE (ug/mL) , y TP REWEOE— 7 HFETH 5.
b HTIEDKEEIL, Table4 DIE (Entry 1 [leaf A]) 2B &S 2 VTR L 7.
(n=5)

[J. Nat. Med. 2023, 77,978 - 985. Table 1 & ¥, Springer Nature O #F 7] % 15 Ci#ixi]
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Wiz, 3 (leafA : FEH DR X% 6em LU L 8cm Kiiii) I2& TN DAY 5 OEE%E, HPLC
ZRWTERD Lz (Fig. 14). TORE, LG 5 13 0.65 £ 0.01%DILRTH LN
(Table 4, Entry 1) .

HEICBIT DAY 5 0GR, EORBICI - TRERDIWRENDHS. 22T, KEE,
t, ORI T~F v DELHE L. WEHT, 2022 49 A, FERERLKZ5K A
IZBWWT, HESCAFRY R O 03E UM CHEsE S R 58537, £, READIE (Table
4, Entry ) IZE ENDILEW 5 OEFEE, FADOIE (Tabled, Entry DIZEENDLEW 5 O
GROMBR L., ZTORE, RSEALEZEOLEY 5 OGRIE, HOOEDLAEY 5 O
GEICHATED T AN H o 7.

WIZ, EOREE [BEHE :2-5cm (leafC), 9-11cm (leaf D) ], 6L [l (leaf E),
e (leaf F), J&%0 (leaf G) ], ZERH (petiole), EAK (midvein) DALEW) 5 OF &% Gl
L7z, ZOMEE, EBIUOEROWTHICHILAY 5§ DEENTEY, EORXIILEDE
BEMITR L, FEREZRW TR OE ®ITIZEFRETH 72 (Table 4).

%2, 201745, 6, 7, 8, 9 HICTHRELIZIEIZHOWT, (kAW 5 ogEEZHER L. ©
OFER, fbEWM S OFEILS AND 8 BT THINT 22 L8 bhotz. KFiZ, 8 A7H
BB L2 ICE TN HIAY 5 O&&IT 12.85+£0.35 umol/g (X 0.40+0.01%) T, 5 A
2 HICBREL-BEICEEN LA 5 OE R 3.39+0.10 umol/g (X% 0.11 £ 0.00%) T H~
T3FEULETH-T= (Table ).
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0¢

whole plant leaf A (control) leaf B leaf C leaf D

(length: 6 - 8 cm) red-foliaged (length: (length: 9 - 11 cm)
2-5c¢cm)
... cUtting
.= cutting
midvein
] leaf E leaf F leaf G
petiole (tip part) (central part)  (base part)

Fig. 14, 7T~F ¥ HEDORE S, FBALHIFR
[J. Nat. Med. 2023, 77,978 - 985. Fig. 4 £ ¥, Springer Nature D7 rJ % 5 Tz ]



Table 4. FEOKRZ X, AR IOMMRIOEY 5 &5
Loss on Yield (%) of 1

Entry Sample? Content (umol/g) of 1

drying (%)° from dry material¢ in dry materialc
1 leaf A (control) 8.95 0.65+0.01 21.04 £0.24
2 leaf B 9.00 0.46 £0.01 14.79 £ 0.44
3 leaf C 8.84 0.62 £0.07 20.13+2.09
4 leaf D 7.74 0.57 £0.07 18.40 £ 2.15
5 leaf E 9.45 0.59 £ 0.09 18.98 £ 2.79
6 leaf F 8.27 0.45+0.01 14.37 £ 0.41
7 leaf G 9.21 0.53+0.01 17.18 £0.15
8 petiole 8.96 0.10+£0.00 3.34£0.016
9 midvein 8.45 0.62 £0.03 20.05+1.11

a2022 £ 9 HICHELINFE L, B 5T 40 "CORZERRE T 24 FEHRLER S 7. £ B RE0E} (leaf A,
leaf B, petiole (% 1.000 g, leaf C - G, midvein | 300 mg) % MeOH (10 mL) ', =& T 10

i E R L7z 2 E).
b BRI EE &3NS, Rk Lo 3B &2 105 °CT 5 IRz S w7z,
c fEIFFHE £SD (n=3).
[J. Nat. Med. 2023, 77,978 - 985. Table 2 & ¥, Springer Nature D7 A] % 15 T HAHL]

Table 5. UXHERFEARIOIL G 5 & &

L. Loss on Yield (%) of 5 Content (umol/g) of 5
Entry  Collection time drying (%)° from dr)f m)aterialc in dry(Lrlnaterfiga)llc
1 May 2 8.29 0.11 £0.00 3.39+0.10
2 June 3 8.72 0.16 £0.01 5.09+0.18
3 July 5 8.07 0.32+0.00 10.13+0.12
4 August 7 8.01 0.40+0.01 12.85+0.35
5 September 11 7.71 0.30+0.01 9.78 £0.35

a2017 FFEITIHE L7 BE A [ BT 40 °COF RS T 24 B S B2 SO E A B RIL L,
L& 1 OEBESHTICHWE. BRIELZEE 300mg) % MeOH (10mL) H, =& T

10 Sy E R L= (2 10a]).
b EEOHTITHWZEE S 135, MRl L7 &k 2 105 °C T 5 R Rz S 7z,
c fEIXFH)E +SD (n=3).

[J. Nat. Med. 2023, 77,978 - 985. Table 3 J£ ¥, Springer Nature O
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B IH 8 pH ERIAEE T~ 7 v ZEE O taxiphyllin (5) 7 E O E &L

FEIZBWTC pHIEO R 5 SHEO 13 [ 131 : pH7.0-7.5, 182 : pH6.5-7.0, 11
3 : pH6.0-6.5, 11 4 : pH5.5-6.0, 13 5: pH5.0-5.5] THEBIELT ~F ¥ITOW\T, HEC
GENDILAY 5 ODEREEERSHT L.

ZDOfER, pH5.0-7.5 (1 1-5) THEFLIEEKOET T XTEY 5 25/ LT\,
LAY 5 OFERIL0.026 - 0.153% ThH Y, T3 pH OEWIZL LAY 5 OEEOZEITRD
HivZel»o 7= (Table 6).

Table 6. 3 pH fERIHEEHEAKF DILEY 5 D& &
3 0
vt Sotgt s YOCOus T o ol or
1 1 8.74 0.071 < 0.0001 227+ 0.004
2 [73?)117 '15] 2 10.87 0.049 £ 0.0048 1.56 + 0.156
3 3 9.78 0.114 + 0.0049 3.65 + 0.157
4 1 9.43 0.090 < 0.0067 290+ 0215
5 [682117 '20] 2 10.07 0.058 + 0.0066 1.88 40212
6 3 17.54 0.145 = 0.0074 4.65+0.239
7 1 8.62 0.072 < 0.0060 230+0.194
8 [68211635] 2 8.68 0.029 + 0.0031 0.93 = 0.100
9 3 8.93 0.060 = 0.0076 1.94 4+ 0.243
10 1 951 0.026 + 0.0012 0.84 % 0.039
11 [sz) 116 ‘40] 2 10.36 0.127 £ 0.0078 4.10 +0.252
12 3 9.95 0.045 + 0.0041 1.45+0.133
13 1 10.13 0.153 < 0.0078 40310251
14 [ssglls '55] 2 10.33 0.061 + 0.0074 1.95+0.238
15 3 9.50 0.084 = 0.0056 271+ 0.180

a2016 4F 10 AICUUHE U7~ ZEA B 51T 40 °C O RIS T 24 WL X 7.

BiAReEE (300 mg) 4 MeOH (10mL) oY, == T 10 s East L 2 [H).
BoNT- MM EILEY 5 OEESHTIZH W,
b EEGITITHWZZE & 13BN, Rl U725k A 105 °C T 5 IRpf s fi S 7.
c fEIZFE)E £SD (n=3).
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B _IH EIRIZ L D taxiphyllin (5) D& &AL

BoEH-mTER LEEARE L L, AT AW 5 & HPLC TE&EOT L.

%m*;'& FEEEBRAARE (0 BE[) DfbE® 5 & &1E 1.26 umol/g (I : 0.039%) T, FEHE
FE 15°C, 25°CIZ8IT 5 6 R EEZ ICITMLAEY 5 OBAD BRI, S 6IZ, FEEEBALE
M5 24 KIS 5§ I3 & nZe -7z (Fig. 15).

=
o))

Fermentation temp. W 15°C E25°C

yield (umol/g)
o =
[00] N

o
>

’_‘ ND ND
0

0 6 24 48
Fermentation time  (h)

Fig. 15. BIRICEB T DREHRIE - BEERFH LAY 5 &%
ND A~ H
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/Mg

EIEDOBEOREEEIE D 15 °)COBA, 25 CITHE_XTEAEY 2 »HALEY 1 ~DOEHIZ
RRFHAE L722, WTNOIRE TS 24 KT, 7~F Y EIZEENHLED 2 1H{LEW
1 ~L LIS EZ O, £72, 25°C, 48 R EETIE, {LAEW 1 OBNED
T5HZENFERINTZZ & D, FEEERFRIE 24 KFREEI CTH D Z L DR Sz,

HEEELPHA taxiphyllin (5) 1, 7~ F ¥ DEDORKE X, HAICHDLOLTEENLTNAH Z &N
HOENZ o7z, 0, (LAY 5 OF &L, FEE O pHEICEKA LN EDRRB I,
IO AR - THINT DA R Sz, RS, 8 A 7 BICRRESNEDLEY 5
EEIE, 5 A2 HIZRIESNWIZEDLAEY 5 BEO3HEU ETH-7. L L, EW 5 15,
BEIROBET, 24 MM EORBEC LV Shie< 252 &nh, MERiRE LR To
BERTILAEY 5 IR EINT-Z ERRBI .

b M HFREE AL G () I 5 &, MWICNET 28R, IBNHECZ
D DIRRNAFAET D BTN a s X —P 7 ¥ OEEFEIC X T S - IR ERG T, &
T ACKENERET D, RN TRAE LT AbKFEL, PO~ EEFKEAL, S b
RYU 7 OB REB R LEEE DY N7 u LA F X —PEET 720, R ArEEE
EAET D, 20k, HREMEEL SRS (Y) 2RO TERT 2 Z Li3faRToh
D, BEEEERZ ST v v P30T & (FfE) 72 E0%, KIS, J88E, NELEE, M7
EOMTAEZE L THhHERLNS.

AT, TR RIIGRICER S, ThERIEEEZEZ 200, il Ok
o) BREEND &, MBI AAET D47 N a L X —POERIC X WSS h, v 7 bk
FENERT HZ ENFHITND . U7 U AbKFEIL, FIRTRIE (R 257°C) THY,
FEOBBETIZIFERT L L EXLND . 207, T~F v DEIRIZE-> T, BEEE
N5 HERECHER taxiphyllin (5) NSRS A, 7 ALKENER LT-HE D, EI15% OME
BETIZEAENRRDOND D LHEIND., BIBHIC, V7 bkFLE L TRbDNDZ %
BRETDE, HAZROBMULIZGAEO YT AMEKBIZL 2 2MEFEEIIN R VB TES
DEEZD.

WEOREPEREH 0 1L, TF ¥ AEAT D HFBREREKRICERT D EEOHE TR
2%, 7~ F v taxiphyllin (5) DA OHFBEENAEZ SH T HAREMEIISECE T, £72, HE
BBER D& &I, BEERMIC L 2L, FHEAH), EERERENSHD I ENLRERETD
HREGFEA S BEOER, BIROBECHEMT 7 U AbKEEZNETHZ LI2L0, BiE
BTOHRENIRAET LV T AW OEREZHET 570 E, SORIZEMEOMRPLELE
Z5.
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FBEE TFTXYELEEINRIIBITAHYE KA Vo< U ARSI

VivalV s

H— EEHICERINT AR ARV LR DL RFEE R LUV L A DOHEREIZ 5. 2 B B

HANVANE, TvF ¥ DENGHFE L. 7T~F v OREF L REEZOE (Fig. 16) ZE L,
TV AFHE I E . (Fig. 17). IV AFHE B OFAKIE, 4.3 g/L Murashige and Skoog
(MS) 55413 |2 30 g/L Sucrose, 0.5 mL/L Plant Preservative Mixture™ (PPM™) 3%, 3 g/L ¥ = F
VHLEMZ, 05mg/L24-Yr7un T /) XU (2,4-D) £ 05mg/L6-7 L7 YT
J 7Y (KIN) ZBM LT b D TH S 30, FEHITEK L TH b 2 BHE IS /L A DTN
MERR STz, BEZFTIIAI 25%, RBHIEE OLRETITHI 45%0° b IV A3 ek S vz,

MRAnR ARt aAninnan

Fig. 16. JW/VAFFEICHWEAL (& 3E3F, A REAEZROZE)

BN LIz v A (Fig 17, VA S)ZHEH L, FFEMEHICBME L TR L. &
VA S (Fig. 17, AVA S') & 1 DI, HEEIZUIET L72%, 5.0 mg/L 2,4-D & 0.5 mg/L KIN
ZUS U= B ICE L, 8 7213 29 BMEE L. WL R S &b hv
Ak, JIVA S (8 W) Fid R St (29 EHE) Lk L.

WUz, VA S (8 W) ZIFFFELVWRE S (RAEL:5-15mm) ([ZUIE L, A-HK;
13D \CRBAE L, 8 WEREEE L7 (Table 7, Fig. 18).

TV AMEFEIZ DWW T, 03 H, 4 8 H, 8 B BIZ WV ADJKHEFE A R & THl R L 7= 3.
NEY LA ETF#isEE, Pr—3 I _—= =2 Y T THNRERERE T L. LA
JEFBO MmO ML, KEENZAANZEFT (NIH) 2ABH¥F LY 7 MY =7 Image] 2
7= (Fig. 19).

24D (A—FT ) EBA (VA MIA=2) ZIRMUTZEEHA-D THEELIZ LA A-
D&, IAA (=% ) & BAZWIMLTEE-H TR L2V A E-H Z k15 &,
TV A A-D DFFHBRLEVIERZ R L, T8, AR MIZ 24-D2.0mg/L & BA1.0mg/L
ZWIN L7271V A D D3 ME5EsR 27k L7z (Table 7, Fig. 20).

E, ZORWERIIVE L OFERER X OYRE (Table7) TlE, FiERL X OMRO B biTBlis s
nighoi-.
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Table 7. FEHUIZEINT DR AR VE > OFEEE & R

Phytohormone 2

Media Auxin (mg/L) Cytokinin (mg/L) N N
(Callus)® 24D AA BA Auxin : Cytokinin
A 0.20 - 0.20 1:1
B 0.50 - 0.10 5:1
C 1.00 - 0.10 10:1
D 2.00 - 1.00 2:1
E - 0.50 2.00 1:4
F - 0.05 0.10 1:2
G - 0.05 0.20 1:4
H - 0.10 0.20 1:2
I - 0.25 0.50 1:2
J - 0.20 0.40 1:2
K - 0.50 1.00 1:2
L - 0.05 0.25 1:5
M - 0.05 0.40 1:8
N - 0.05 0.50 1:10
0] - 0.20 0.20 1:1
P - 1.00 0.20 5:1
Q - 2.00 0.20 10:1

a 24D:24-v7un 7 x /xR
IAA : A > F—/L-3-FflE
BA : XRUUNALTTF=

b HHA-Q THEELIEINVAZZNEN LA A-Q) LT 5.

[Chem. Pharm. Bull. 2023, 71, 832 - 837. Table 1 X ¥ #i5d#;]
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SMEER (RBHEZ OZE)

70%T X /) —)LC 100, 1%KRHEEREET b U v LKIEIR

T 15 3[R L7=1%, KTI3EWESH L. S 5HIZ, 5%PPM™
KU H C 4 FERIRPRIRE L7, PV AHERAEH (S0
L7-hE¥ ARV e 1 2,4-D05mg/L, KINO.Smg/L) [ZEK L7=.

25+ 2°C, MESRMFICRRE LIZA v F 2 _X—F —TH&

HIVA S

TNVA S ZIMERCEIVREL, W AAFFEARM (FN
L7 vE > :2,4-D05mg/L, KINO.Smg/L) (ZBAE L7=.

25+ 2°C, MESRMEICERE LA v & o _X—F —Thi

FIVA S

VA S AT EI o), BERERIER L (AN L 7k
BRILEY 1 2,4-D5.0mg/l, KINO.5mg/L) ([Z/HE L7=.

25+2°C, WERMFICRE LA v a—2—T
8 MMM & 7213 29 1 [EIEE &

REIE B LR S
HIVA S" (8 W) TR S A 8 (56 H)IEE L THT-.

FUA S (29 W) XA A S A 29 W (203 H) BE#E LT
5.

Fig. 17. NS DL AFFE R L Ok EE%
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8¢

HIVA A-H

B AS" (8 HEM) & 8 Iz Y 45, ﬁfxéfﬂﬁkmnim (B A-H) [THEZAfHT 7=,
FEOEEIGM A TR 1B (7 B), FEIX48EM 28 H), TEBIZSHERM (56 H) RFFOHLDOTH .

FIVAI-1 — Q-3
2 A fE]

Ty A S (29 ) 2z 27 EICU) 0 43 1F B DR DR (B5H |- Q) 1Z 34 oA A A+ 72
FEOGEEIIEA TR 28E (14 B) , TBIT48EE (28 H) , TEIFX 8K (56 H) RO LD THS.

Fig. 18. I A-H B LU 1-Q IZH I 2 W v A DAL



Tracing paper
Callus (Bottom side)

0wk 8 wk
4 wk

Petri dish (Upper side)

Fig. 19. /L ARGHRORE (THOBE L) *

a0H, 4H, SHAICHLVAERMEZ RO, Yy —LEZHERL, WIVAKmEZ L —
DTN —IZE LY, KREESLEENIEIT (NIH) 23BA% L7z Image] Y 7 b =7
ZRWTHEH L.

[Chem. Pharm. Bull. 2023, 71, 832 - 837. Fig. 3 X 1 #ix#{]

10

6
4
2
0
A B C D E F

Callus

Fig. 20. 71V A A-H ORGSR

Proliferation rate

Ha5EEE  (Proliferation rate) =8 1 H O HFE, 0 M B O

T RTOBERIT, BEH TR S S 72 L 2 3 HOYHE +EREFZE (SD) TH L.

B 1 D e I TR R R 2 R T,

Tukey DZEMRE T, WHEHXMIZBWT S %OKETHEEITRD Lo T.
ZORERIT, 1 KOT~F v ENSE- LA (Fig. 17, VA S") % 8 FICUIr L, Bl A
-H TEBRTHZ L TiTo 72, R—EIROMD 2 B DIEN BT L ZZHONT G, FREOTF
JIEC 3 [Efe IR L, BEHSME T3 HDO B AEGT-.

[Chem. Pharm. Bull. 2023, 71, 832 - 837. Fig. 4 X v #ix#{]
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Wl ANATERT BV KA Y7~ ) O R
W Ve Rud Yo ) RO E RN OB
T~Fx DEIZIL, Yk FuaA Y7~V (R)-phyllodulcin (1), (3R)-phyllodulcin 8-O-S-D-

glucopyranoside (2), hydrangenol (3), hydrangenol 8-O-f-D-glucopyranoside (4) 238 £ TV 5
ZEBnmEESNTND >,

HO —{H
OR O OH
(R)-phyllodulcin (1): R=H hydrangenol (3): R =H
(3R)-phyllodulcin 8-O-4-D- hydrangenol 8-O-p-D-
glucopyranoside (2): R = Glc glucopyranoside (4): R = Glc

Fig. 2. (LAY 1-4 OfbFHEERX

IRAERRL e LTV LAY 1-4 13ER R PAE LB RA T2 b O 2 L.
bE% 1 -4 1220 TE, BEROFIEIZES THEEL, AT MT—252RET -2 LIt
T 52 LIk VREELEY. EE 314nm @ UV MHIC X 28E%EREIO HPLC Z v~ 75
LTI, LN ORFFRRH] () I8 — 27 DBIER Sz 11,341 47, 2,23.0 47, 3,33.747, 4,21.5
4y E 2234 BR &3S DIRAW). LL, 7T~F ¥ DENSELIZ /L AD MeOH HliiHH W
D HPLC 7 v~ 77 A%, REEEWMDO I/ n~ 7T LEEHR>TWe., £Z T, LC-MS
IWTCTHLVARD 1-4 ZERELZ. =L 7 huRATL—A 4 Akl (BSD ORAT 4 7E
— RIZ& 2D MS B T TO /LA MeOH it LC-MS 7 v~ b 77 A, X TOE—
7 CRIfR_R—=AT A ViR LT, £E—21%, YT A4 E—2 (M-H]-) [1: m/z
285;2: m/z447;3: m/z255;4: m/z 4171 & L CHBIEZE S (Fig.21). 2 b0 — 7%, {REfRE
# () Z3kk & T2 2 & TRE SNz, BEsfEma Lz (1 12o0nTid 0.4-500
pg/mL;2 (Z2WTIE 0.4-50 pg/mL;3 B KN4 1225V TIE0.4-10pug/mL) TEHBRHTSHD,
RERREL (R 13 0.9990 - 0.9996 T ~7- (Table 8).

ANVANLOYE RaA Y7~ CEOME, I8 (25-30°C) T 15 43, MeOH % Flv
THEWEMHE Z 2 [TV, Oofradel 2 R Lz,
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(a) HPLC chromatogram (UV 314 nm) of the extract

2 (overlap)

k 4 (overlap) ~
| ‘ 3 (overlap) 1 (overlap)
|

Jljl,,i JN_o j\k|L e

5 10 15 20 25 30 35 min

(b) SIM chromatogram (negative ESI) of the extract

|
m/z 285 m’»‘ By

Negative mode m/z 285 [M-H]
phyllodulcin (1)

r'd

‘qu' )L (fr: 34.1 min)

Negative mode m/z 447 [M-H]

glucopyranoside (2) I
m/z 447 s —ﬁ _
Negative mode m/z 255 [M-H]
I hydrangenol (3)
m/z 255 . (fr: 33.7 min)

Negative mode m/z 417 [M-H]
hydrangenol 8-O-/-D-
glucopyranoside (4)

(tz: 21.5and 22.3 min)

m/z 417 _ R .
5 10 15 20 25 30 35 min

Fig.21. BN AL1-1 MBHELNTZTFAD (a)HPLC 7 v~ h27 7 . (UV314nm) &
b)SIM 7 r~ ~7F N (RHT 47 ESD

YMC-Triart C18 7 7 & (hi £ 5 um, PN 4.6 mm x 250 mm, SRS A = h ¢, H1H,
AA) %, BT LIRE40°CT, UFTOFRETEIELL - BEIFRA U2 F=FJ1) BIW
B (1L.0%EH#EGA H0) ; 77V h7FuasZJ 5 0-104 (A:B10:90, viv, Fm—/L K) —
357y (A:B60:40, v/v) —407%r (AB100:0, v/v). JiEiElL 1.0mL/y CTH -7z,
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Table 8. L&Y 1-4 OMREROENE

Coefficient of

Analyte Regression equation? determination
(R%)
(R)-phyllodulcin (1) y =1,272,442x - 155,715 0.9996
(3R)-phyllodulcin 8-O--D-glucopyranoside (2) y = 2,740,224x + 472,997 0.9994
hydrangenol (3) y = 13,300,758x + 10,167,590 0.9997
hydrangenol 8-O-4-D-glucopyranoside (4) [1]° y = 445,806x + 1,192,669 0.9994
hydrangenol 8-O-4-D-glucopyranoside (4) [2]° y = 940,281x + 12,789,203 0.9990

a [ERAAZIBV T, x (ZOHT R REROBRE (ng/mL), y (IO RHEWEOE— 27 T TH 5.
b {bE¥ 4 (BR & 3SDOERAW) T2 >0 —7 ZRLT-.
INHDOE—271% [1]121.5 4y & [2]22.3 S ORFER (r) ICBZESND.
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FIH WNATERTLVE FuA Y7~ AHOERILER

FlERE LT, B2 S TER LIV ZTO e Ras vy <) 1-4 OENE
I AT T FE R, AR /LE L TAA 0.05 mg/L & BA 0.20 mg/L Z¥S L7280 (G) T
BLEANVAGIZIHLEY 4 7%, TAA 0.1 mg/L & BA 02 mg/L i L7=E:H (H) TH;
LAV AHIZIHMEAY 2, 4 NEEN T2 (Table9).

F£72, LC-MS ot & AW T, £k oiii (Table 7) (ZBAET DATO /LA S" (8 HH[H)
BLOvx s (29 #HE) (B S"(8 HR)IX 108 mg, H/LA S" (29 #fH)iF 20.0 mg)
ZEENHIEY 1-4 OEEEAFT-. A S (8 B &hArx S (29 B 121X
Itaw 1, 2, 4 1ITEENT, 1LEW 3 DERIT0.01%LL FTH -7 (Fig. 22,23).

WIZ, FEHUTIRINT 5 IAA & BA OHELREZZESE TNV AZER L, SEHTR
BLEONAZBITILEWM 1-4 2E5EBTERTAEME2RRA L. bW 1-4 OF
BARRD=0C, 27HODNVA (VA T-1 — Q-3) L. HLAI-1 — Q-3
%, VA S (29 ) ZIFERUKRE S (KR :5-15mm) ([ZUIWIL, 1-Q Bk
L, 8iEME# L TH7- (Fig. 18).

{bEW 1-4 OF&EIL, LC-MS iz AW TRHMEi L7z, {LE% 1, 2, 4 I2O0WTIE, &8
MO Z AT EEO VA " (29 HfH) TITMER TE o o7, 2 »AMOEE&RIZED,
RS ST, ALEY 4 1%, EEHUSIRINT 5 TAA & BA ORFEELN1:2 0L X I2EE
JECHAE LT (Table9, VA 1, J BEWK). 52, TAA0.5mg/L & BA 1.0 mg/L Z¥HIN
L7z TR L=V 2 K DI, 2.03-3.46%DIETILAEY 4 DNVEK L. 7T~F v
DIEIZEENDILAY 4 OERIT 2.15-358%EMESNTVDHZENE Y, HLA K D
Ib& 4 GEIIEMIK () LRI%ZETH-T-. £, (LAWY 1 ORERTH LAY 2 12
DONT, ANVATL ), K, M BEXO N ICEENTEY, #@EAILVA (VA K) PHiK
0.044% DR TIF HNT-.

33



(a) HPLC chromatogram (UV 314 nm) ofthe extract

unknown peak —» J‘ l <+

5 10 15 20 25 30 35 min

unknown peak

(b) SIM chromatogram (negative ESI) ofthe extract

Compound 1 was not detected (fz: 34.1 min).
Negative mode m/z 285 [M-H]
phyllodulcin (1) —d = l

m/z 285

Negative mode m/z 447 [M-H]
(3R)-phyllodulcin 8-O-4-D-

glucopyranoside (2) L Compound 2 was not detected (fz: 23.0 min).

/

Compound 3 was detected (iz: 33.7 min). -
[The yield was <0.01%.] J(
_ A

m/z 447

Negative mode m/z 255 [M-H]
hydrangenol (3)

m/z 255 J‘— S

Negative mode m/z 417 [M-H]

hydrangenol 8-O-4-D- Compound 4 was not detected (fz: 21.5 and 22.3 min).
glucopyranoside (4)

oo W
m/z 417 . . : . .

5 10 15 20 25 30 35 min

Fig.22. Z1/LA S" (8 M) #iti# o (a) HPLC 7~ k7' Z 4 (UV314nm) &
b)SIM 7 a~ 7 TZ L (XHT 147 ESD

YMC-Triart C18 77 2 (Ki+£& 5 um, P 4.6 mm x 250 mm, BRABHET A =L 4, &

#, BA) Z, BT LRE40°CT, LFOFRGETERIELZ - BEMHA Ok F=FIV) B

FOB (LO%EFEGH H0) 3 /7Y h7a /I 0

-10 4y (A:B10:90, v/v, &=—/L
K) —35%3 (A:B60:40, v/v) —40 57 (A:B100:0, v/v). il

fiElY 1.0 mL/min ToH - 7-.
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(a) HPLC chromatogram (UV 314 nm) of the extract

unknown peak —

5 10 15 20 25 30 35 min
(b) SIM chromatogram (negative ESI) of the extract

Negative mode m/z 285 [M-H] Compound 1 was not detected (fz: 34.1 min).

phyllodulcin (1) 1 1
m/z 285 . . . . - .

Negative mode m/z 447 [M-H]
(3R)-phyllodulcin 8-O-4-D-

glucopyranoside (2) Compound 2 was not detected (fz: 23.0 min).

/

e
m/z 447 . . . . : . .

_ Compound 3 was detected (iz: 33.7 min).
Negative mode m/z 255 [M-H] [The yield was <0.01%.]

hydrangenol (3)
SN [ VPN 2

m/z 255

Negative mode m/z 417 [M-H] Compound 4 was not detected (fz: 21.5 and 22.3 min).
hydrangenol 8-O-4-D-

glucopyranoside (4) W%_L_.%

m/z 417

5 10 15 20 25 30 35 min

Fig. 23. /LA S" (29 @) D (a)HPLC 7 v~ hZ Z 4 (UV314nm) &
b)SIM 7~ N7 Z . (X7 147 ESD
YMC-Triart C18 7 7 & (Ki+£ 5um, PIEE 4.6 mm x 250 mm, BRABHED A =L ¢, FUHE,
AA) %, 77 LIRE40°CT, UTORFETEELLZ - BEMHA O F=FrJ1) BIW
B (1.0% EEfR&4H H.0) ; 77V h7us 75 0-104% (A:B10:90, viv, m—/LK)
—357%3 (A:B60:40, v/v) —404y (A:B100:0, v/v). ¥iii#i% 1.0 mL/min T&H > 7-.
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Table9. B/ AFDONEW 1-4 &

Yield (%) from dry material in callus?

Callus
1 2 3 4
G-1 <0.01 <0.01 <0.01 0.15
H-1 <0.01 0.012 <0.01 0.54
I-1 <0.01 0.014 0.022 0.81
-2 <0.01 0.024 <0.01 131
-3 <0.01 0.011 <0.01 1.09
J-1 NDP 0.015 <0.01 1.03
J-2 <0.01 0.042 0.024 2.44
J-3 <0.01 0.027 0.017 2.47
K-1 <0.01 0.044 0.015 3.46
K-2 <0.01 0.036 0.022 2.03
K-3 <0.01 0.037 0.076 2.14
L-1 NDP <0.01 <0.01 1.17
L-2 ND" 0.010 <0.01 1.29
L-3 ND" <0.01 <0.01 0.65
M-1 <0.01 <0.01 <0.01 0.82
M-2 <0.01 0.017 <0.01 1.08
M-3 <0.01 0.021 0.032 2.26
N-1 <0.01 0.014 <0.01 0.70
N-2 <0.01 0.018 <0.01 1.22
N-3 <0.01 0.032 0.019 2.04
0-1 <0.01 <0.01 <0.01 <0.01
0-2 <0.01 <0.01 <0.01 <0.01
0-3 <0.01 <0.01 <0.01 <0.01
P-1 <0.01 <0.01 <0.01 0.23
pP-2 <0.01 <0.01 <0.01 <0.01
P-3 <0.01 <0.01 <0.01 0.50
Q-1 ND" <0.01 <0.01 0.32
Q-2 NDP <0.01 <0.01 0.05
Q-3 NDP <0.01 <0.01 <0.01

a VA S" (M) B S (29 #M) 1%, (bEW 1, 2, 4 25 F T,
e 3 OEEIZ0.01%RHTH-T-.
b ND : H.
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/Mg

T T X IV ADOMEFEICRB VDT, BN A2 A OFfEFEE LT 2,4-D & BA
DMHBGOERFE TH T, FTH, EARMIZ 2,4-D2.0mg/L & BA1.Omg/L ZHANL 72
ANVA D Db @O EERZ R LTz,

ANVAZBT DV Kad Y7~ UHHOAERKIZ, TAA L BA ORT 2 A8 IOV R
3z epnmmaniz. AbAm 1 1220 T, 'R ERICEL R -7, L&Y
1 OEFEHRTHHILEW 2 1%, FREOEIICBAET 2R1O LA S" BV CdMmtE S
o712, IAA0Smg/L & BA1.Omg/L Z iR L7-H5H K C 8 EfsE Lizhe, @iy
WA (FVA K ) 2HRK 0.044% DI TH L. S HIZ, BV A K oL, {bEY 4
DR 2,03 - 3.46% THRLINZ. ZHUET ~F ¥ DIEICBITHLEY 4 GELIZIERETH
o723 BNVAK T, (LAWY 4 DREIZERS D, (L&Y 1-3 OERREITIER 2D
ol \bEW 1 -4 ERIC7 < UERERO 7 < U VEOES R )& RO RIS
WEZDEETDE, LAY 4 ZRiEHEE L, Bk, =618, A hFMkahs2&T
bEW 2 BARSID EHEETE S, (LAWMW1 -4 OESGERKIIARMBEHTHY, (LAWY 4
ZHIRA L LR a D 2 BRI A TH D0, (L&Y 2 24 LIz VA K &, {bh
W 2 ZIFEALEER LD ST-HALA LITHONWT, TR Z YT h—Lff#ir 5 75 2 &
T, BERICEET DBEEROHFEZAONCT LI L bABEE R D.

BE 1, 2 IMEFARIC L > TRYEST 2 Z LN A[RETH D 09, 4 - 5 TG E
MELT LR, BT, BAR—20OHEEN T, HMWE A B CRET D I3 E
NEFETHD. —FH, 27V XIRLTHIFOINVAEZA NV a=rOEFEITT TICEM
fEENTEY D, INVALETAEY 1 LFEICBWTADRTIETHDLEE XD, SIHIT,
ARG LY, R OREEFHETHERE L LEOI NV AEY 2, 3, 4 254 THH0%
/L2 EMTERL, BT8O e Kas Yo7~V Y EHEERL, 1o, Thso
BoaEaEERY, HOWHMEE SNV AEELZ EnTENE, Ye Ref Yy o<l v
SO A PR 2 WIRF U 7o B REME & S DO BRI P E I S O BAFS I TR AR O @ W FE & 72 0
VD EEZD.
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i i

HEE 3 pH S 5.0-5.5 @ [ 13 5] CTHEbES L2fERIZOWT, pH6.0-6.5 D [ 3] &
g L7- L&, 2 FHOINER GEORBER) 1T 710%RETHY, = 5HIT (R)-phyllodulcin
(1) & (3R)-phyllodulcin 8-O-B-D-glucopyranoside (2) D AEFFE R (1+2) 1% 60%FREETH - 7=,
— R, FIEDRS TRk LEICTHER H D & SNDHT~FT ¥ ThHA, 18 pH EN 5.5 LU
TICRH 2T, ZONER LAY 1, 2 FEZIRTIEDLZENRHALNICR T, Fibt
13 pH EOBIEFIAZ A SIS T 5 2 L1E, ARAEORG A 22 HEs o e A H
REMATHY, —EMEOREORIL ST, HEORENRICHLEERT 5.

TvF ¥ DEIZEBNT, L&YW 1 O—HIXEFEL 2) O TEENDLIZ LD, HEADOA
FEIX, #kb - (BTROW TN @EIEI ThNs Z & T TN T 5. A, b&% 2 »HlbsE
¥ 1 SRR T DIETRSE 2 T L7RE R, 15°C, 25°CTC 24 HiE OREEN Y TH D Z LM
O o7z, £, 7T Y EBICHFBENEAR ThH 5 taxiphyllin (5) BNEENTNDHZ &
MHABNZRY, 6T, (L&Y 5 ITFHOBITICWES THEINL, K2, 8 HIZEIEi
BT DT EIE, 5 AICHAT3FBL RSN 2 2 Lo teis, ket 5 1%, 15°C
X1E 25 °CC 24 WIHBE S HH Z & TRt SN 725 Z L iR S vz, BlbE R TH 51k
B 2 &, HMEME THLHILEY 1 2T R THEICEHR S 2 720 O BARW) 72 5 % B
LT D E LB, AW 5 PEPEFEASISEZ T AL S ET 2EN GO,
<MHONT. « FIHOREBRIZE ST ST E R EWE L~V CTREET 5 Z L1,
BB ONE, EFELEEOE O WEZ FHERT L7205 TRL, B/ NRRERETR SR 2 kI
T 52 & TIERDOE ML E HITIIEBILIC o723, HEOENAEREICESTEHDT
05,

T~F¥HEINVAEZFNT, #HELE TAA (0.5mg/L) & BA (1.0 mg/L) Z#iN L7=5s
M (B K) TEE LAV AK DAY 4 DSIE2.03 - 3.46% CRELILZ. Zhu, 5
HIZEAE L C8HM (KW22H) T, #ZEND 6 MHRICEI LT ~F v OE L ITFHZE
BEOLEY 4 BDHEONTZZ L1225, HERMETH LAY 1 I L TIIERICE S 20
ST, TOBRFERTH L5 2 1220 TIE, 1AA (0.5mg/L) & BA (1.0mg/L) Z i L7z
Bedl (Bt K) CTREB LIV ANDIRK 0.044% OISR TR SN, BRKSICED,
1E& 2 oibEW 1 MELND Z &0, IAVAEFRA LZHWWE 1 OEEICHIT T
ARRMENG Oz, £, BRETO2MEAZ UK TAET L7210 T, HEOS %
BHTDHNANL, BREMER S ORFRECEIEL ORI AT THRMEO W2 E M L L
TORREMEZ AT 5.

EHESERE LCoHRE, EHE, ENEERLE HICRIT 10 £/ THD LTEY, 2020
EEOENAEEEIIE e T, FENLWMAINTND Y. —F, Rt L TIXENTHAE
ENTWD Y, A%, REHRELE LT, ENZT TR, AL OFENREE D etk s
AR Z, mAOELR, FIGHOBRE, s - BERoB bR EoxK L L bic, HWmE 7 «
A NLF (1) BEEL L CHEOWEREBILSND Z & 2 WiFd 5.
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i

KIFFEDFERIT BTV, KD TIHRE, RO DEPWHIE LOBEELH Y £
L7z, DLt L ETFET.

AWIEDBAT I DR LERICE D £ T, #hh, BVLR THRELZ W2 E £ LI R
AR PRTRAMEEIRIC, RERLOWMEERLET.

KL BT DI HIZY, THRERD TRE L TEBLEZ W2 & £ LI iR 4R
B8 IR, E<HELHR L ETET. £, BEL L TIPEnE<L ey
(2, AECOMEBIZ DO THEWEE E L Enothry ol K ERZEER, 260N
HREE EMAERBIRICODIDEHOEER L ET.

HARERENMN 2 F2M L T o2& LISty 2 mntr 7 7 7 h— B 2O E1EK,
o, INVAEZHWEFERICBWTEIMEER L OZ < DT E W ZE L LI RIRME
EICPRER L BT £,

AWIEDZATIZH 2D, FMOHSE, RO IITEICBNTE L DH 2 TH NIz EE %
Lic. ARAMK, JOMEKRRLE, TRICER, mRMIERZIE T &3 5 5 ek
M L OAERZA LB O, 7o b NI EAFR R OEER,  HUHER RS8R s it
TREIHER ISR WAL L B &4

REICIEY THE WL V22 E £ LR R A8 80R A EA RIS TRE
BLET.

RIS, MYORSEER, BRICELE LTS RRD THEZBY £ LB BEpE 925412
AT OBEER LET.
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BT ENMGIT (T~ T X 35 )

LR RERERR R IR A ()
EAT - RHEBTHAR LXK H B AR 39 K it

W b4 ES6 Sy 13
B HRR 135 49 45 2 7

BEE K 60m

L}
—

Fig. 24. SR ST X1 @ « 2B T)
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TE AL - FCEEB R AR THIEE T 27~ F ¥ IZDOWT

7 ~F % Hydrangea macrophylla Seringe var. thunbergii Makino (Saxifragaceae) *1%, ¥ ~7
VYA DO—EFEL Ih, IRBOEWKTIE, HHWWEEZZLY~ 7 VA2 T [T~F
Y LINDIENRHLN, ABZEOMEE L THWERICOWTIE, RIRK=RE TH
AhEpEsd D OFREREHE BT o &G, T~F v LFEE L.

S < AT HARHEF R LA EREARRICORE T 5. BEAE S KPU-20041]

* A B RIOR4A L, H 18 BE AR G ICHEIL T 5.

IR, s LToRrsa 2807 5 10

- EIEMEIOR. BLIEAT 5.

s BEIAEL, A, KBS 10-15cm TRAMROEIENGINE, ST, SEHi%,
M OIRCIRICHED & 5.

- THZA, HEICEBIEF 22T 5.

CHERRTIE (FMEAE) 1, 4RO N ARFEL, A< XM

- EPETEIR/ME T, BEESIE 10 R, TEREI 3 - 4 E.

fiut 2 3-4-5:6-7 8-9 (] 1 456 &

Fig. 26. 7 ~F % OIEF (), # ()
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H—HDOER

B R O E

AEFEHE (Lotno. 000220002) 13, 2022 AFICHRAS AR MR (OKF) BEEALZ. B
BERTAM O H L7z 2 B (Sucrose) 1%, &+ 7 A /L AREMSEHER A (KR »OMEAL
7z.

LS
WA A% 72—/ (MeOH), HPLC ICFHW=7 % F=F U/l (ACN) BB ILOEHERIZ, B
T A v DRSS (KIR) 2B LT,

B RERHAm D T 1%

EHERHmIE, RSt Ny 2B T 7 h—be R (EWEFEERF) (BR) 2T, FfE
RERTAN A B E 8 Al L » CEMmI .

Ul S ET2ARE K%, TR 7 AR > MIEHEL (500g), ZAULZT 14—y ZIZ AN
ROKIE (1.5g) ZRTFI-. WL 7 ARy MIEE LT3 oMikE L. RIEL R R,
K& ANNTZBIHTBAST 7 ARy b ERITDHZET 30 pEHAI L0z AR E L
7o, HAMHEEZ, 2.0%, 4.0%, 6.0%D =% (Sucrose) Wik &bkl , H S ZFHm L7z

HAS OB Re st FH BB O 2 BT

s S ST 8K Z BT 7 AR > MZEFEL (500g), ZHUZT 4 — Ny ZIZ AN HA
DHEZE (1.5¢) HBI 7. AN T ARy McEZ LT3 oMKE L-%, KEZRY B,
K& ANV BT 7 AR N &RT 52 L T30 imAE L.

O LTHEEHAMERE Y U7 g v X — (045um) TAHIE L, 10 uL OFREHE EHl
Wik7 v~ K727 (HPLC) ATl L7, EEOMTICHW R &35, #Ek% 105°C
TSR S . R OB EZBE L LAY 1 OICEEZR T LTz

EEAE VAR D R Y

bEW 1, 2 ITREIEBRFPAIRFSENTAT2bOEEH Lz, k&Y 1, 2 OFEH
B BB L OREREN, BERDFIETIT o7z 34540, AR 1, 2 @ 10.00mg % 1E
MEICE Y, 20mL DA A7 T A3ZAN, MeOH TEZR LIz, 155N 7-IRIE 2 YRR (0.50
mg/mL) & L7z, FE¥ERGE (0.50mg/mL) 2mL % 10mL F£72/%X 20mL DA A7 T 222
L, MeOH TER L. 156N 7R AR (0.05mg/mL 3L 0.10mg/mL) & L7-.
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BIEHEFE 2 mL & 10mL DA RTZ7 T2 |ZB L, MeOH TEAR L. 155N RIK 21
YRR (0.0l mg/mL XY 0.02mg/mL) & L7-. SRR 2mL 2 10mL DA AT T A
2B L, MeOH TER L. fFONTEKAZEERK (0.002 XL 0.004 mg/mL) &L
7. HEUERHE (0.004 mg/mL) 2mL 20 mL A A7 7 A2ZB L, MeOH TEA L. 55
T BRI A FEHEIRE (0.0004mg/mL) & L7=. ZO@WRE AW T, MEREZIERT D700
e (0.4, 2.0, 4.0, 10, 20, 50, 100, 500 pg/mL) ZFHE L7=. KD 10uL % HPLC > A
T LNTEA LT, & — 7 XL T ORFHREE CBIEZ &7z, () : (R)-phyllodulcin (1), 37.5 47 ;
(3R)-phyllodulcin 8-O-p-D-glucopyranoside (2), 25.8 437. O D — 7 (X, EIOLRERRRRH] &
g5z ik > CRIE LR Y.

PEVERNARIE, 0.4-500 pg/mL O 8 FEFHD R CTIERK L 7o, BEARMEDHEICIT R ER (R?)
W=, pH6.5-7.0 (13 2) TEEIELT ~F v OREREOHEME AT, DWiED
FEEE & EREMEZMGE L7, BNAEIBS KO AL, TRENRICABLIORLRS 5 B
(XSS DR E SEHEET 5 Z LIk o TIRELT-.

HPLC 3 2T L5 L OV &t

HPLC v A7 & (FESUERT, 58 12, UV SR (SPD-10A), =2 ha—/LE V2 —
v (SCL-10Avp), /A F U —R> 7 (LC-10ADvp), A — ~¥>7F— (SIL-10ADvp), &
Bh T har = kA b, BREELZ AW, BEIE314nm TiTo7=. ZhiE, 16a% 1
& 2 DUV AT MUZENT, 7= U EOIFEIC LY 2 ORI AT ST
WThHDH. ru~ 777 ¢ —4BEE, YMC-Triart C18 777 & (KL f#8 5 um, P 4.6 mm x
250mm, RS T A = A o, 5HD) EHV, BT AEE 40°CT, DLFOEMGETHRIEL
BEH A (ACN) BEL OB (1L.0%EEE &1 HO) ; /7Y h7a s/ 7. 0-104 (AB
10:90, v/v, &=—/L F) =354 (A:B60:40, v/v) —40 43 (A:B100:0, v/v). i# % 1.0 mL/min,
HEARIZI0pL THo T2,

43



EYEYVE 1-4 @ 'HINMR A% fLF—4

single pulse

e 110080

TAEIE
Tassz
i

T4

i 1
w
l_jl |
jI— Wi N AL - M - | SIS J
1 T AN i 1 )
3 g EEEZ g B §3
T T T T T T N = T T T T L T T T T
15 10 105 100 85 90 BS A0 75 0 65 A0 55 50 45 40 35 a0 25 20 15 10 05 00 05
i (pom)

Fig. 27. '"H-NMR spectrum of (R)-phyllodulcin (1) [8-hydroxy-3-(3-hydroxy-4-methoxyphenyl)-3,4-
dihydro-1H-isochromen-1-one, 400 MHz, CDCls]

'H NMR [400 MHz, CDCl3] § 3.09 (1H, dd, J = 3.2, 16.6 Hz, H-4a), 3.31 (1H, dd like, J= 12.1, 16.6 Hz, H-
4b), 3.92 (3H, s, OCHa3), 5.51 (1H, dd, J= 3.2, 12.1 Hz, H-3), 5.68 (1H, s, OH), 6.74 (1H, d, /= 7.3 Hz, H-
5), 6.88 (1H, d, J= 8.2 Hz, H-5"), 6.93 (1H, d like, J = 8.4 Hz, H-7), 6.95 (1H, dd, J = 2.2, 8.2 Hz, H-6'), 7.03
(1H, d,J = 2.2 Hz, H-2"), 7.44 (1H, d, J = 7.3, 8.4 Hz, H-6), 11.01 (1H, s, OH).

[Reference: Zehnter, R.; Gerlach, H. Tetrahed. Asym. 1995, 6, 2779-2786.]%)

44



1k

: I

T T T =T T T T
a0 85 80 15 70 65 60 55

w903
9873
05943

18026

T T
50 45 40
fl (ppm)

Fig. 28. '"H-NMR spectrum of (3R)-phyllodulcin 8-O-S-D-glucopyranoside (2) [400 MHz, DMSO-ds]

"H NMR [400 MHz, DMSO-de] 6 3.10 (1H, dd, J= 2.7, 16.7 Hz, H-4a), 3.17 (1H, m, H-4"), 3.25-3.41 (4H,
all m, H-4b, 2", 3", 5"), 3.50, 3.74 (1H each, all m, H»-6"), 3.78 (3H, s, OCH3), 4.69 (1H, br t, /= 5.8 Hz,
OH), 4.86 (1H,d,J=17.0 Hz, H-1"), 5.12 (1H, br d, J= 4.0 Hz, OH), 5.12 (1H, s like, OH), 5.16 (1H, br d, J
=4.6 Hz, OH), 5.46 (1H, dd, J=2.7, 12.2 Hz, H-3), 6.89 (1H, dd, J = 2.1, 8.4 Hz, H-6"), 6.94 (1H, d like, J
=2.1 Hz, H-2"), 6.95 (1H, d like, /= 8.4 Hz, H-5"), 7.11 (1H, d, J= 7.6 Hz, H-5), 7.32 (1H, d, /= 8.4 Hz, H-
7), 7.60 (1H, dd like, J= 7.6, 8.4 Hz, H-6), 9.13 (1H, s, OH).

[Reference: Wellmann, J.; Hartmann, B.; Schwarze, E.; Hillebrand, S,; Brueckner, S. 1.; Ley, J.; Jerz, G.;
Winterhalter, P. Molecules. 2022, 27, 3424.]%9
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Fig. 29. '"H-NMR spectrum of hydrangenol (3) [8-hydroxy-3-(4-hydroxyphenyl)-3,4-dihydro-1H-
isochromen-1-one, 400 MHz, DMSO-ds]

"H NMR [400 MHz, DMSO-dc] 6 3.13 (1H, dd, J = 3.1, 16.7 Hz, H-4a), 3.41 (1H, dd like, J=12.2, 16.7 Hz,
H-4b), 5.67 (1H, dd, J = 3.1, 12.2 Hz, H-3), 6.81 (2H, d like, J = 8.6 Hz, H-3', 5'), 6.88 (1H, d like, /= 8.4
Hz, H-5), 6.90 (1H, d like, J= 8.4 Hz, H-7), 7.34 (2H, d like, J = 8.6 Hz, H-2', 6"), 7.53 (1H, dd like, /= 8.4
Hz, H-7), 9.64 (1H, s, OH), 10.93 (1H, s, OH).
[Reference: Wellmann, J.; Hartmann, B.; Schwarze, E.; Hillebrand, S,; Brueckner, S. I.; Ley, J.; Jerz, G.;
Winterhalter, P. Molecules. 2022, 27, 3424.]%9
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Fig. 30. 'H-NMR spectrum of hydrangenol 8-O-5-D-glucopyranoside (4) [3R and 3S mixture (1:1),
400 MHz, DMSO-dk]

"H NMR [3R and 3S mixture (1:1), 400 MHz, DMSO-ds] § 3.08/3.10 (1H, dd, J=2.7, 16.4 Hz, H-4a), 3.15-
3.40/3.15-3.40 (5H, all m, H-4b, 2", 3", 4", 5", 3.45-3.55/3.45-3.55 (1H, m, H-6"a), 3.65-3.80/3.65-3.80 (1H,
m, H-6"b), 4.63/4.69 (1H, br t, J= 5.8 Hz, OH), 4.86/4.4.95 (1H, d, J= 7.5 Hz, H-1"), 5.07-5.16/5.07-5.16
(3H, m, OH), 5.39/5.48 (1H, dd, /= 2.7, 12.4 Hz, H-3), 6.79/6.80 (2H, br d, J = 8.5 Hz, H-3', 5"), 7.02/7.11
(1H, br d, J = 7.5 Hz, H-5), 7.18/7.33 (1H, d, J = 8.5 Hz, H-7), 7.31/7.34 (1H, d, J = 8.5 Hz, H-2', 6'),
7.53/7.61 (1H, dd, J=1.5, 8.5 Hz, H-6).

[Reference: Wellmann, J.; Hartmann, B.; Schwarze, E.; Hillebrand, S,; Brueckner, S. I.; Ley, J.; Jerz, G.;
Winterhalter, P. Molecules. 2022, 27, 3424.]%9
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B HOFEER

TEA 4 L
AR R 3R R AR CHEE 325 7 ~F v H. macrophylla var. thunbergii 7>
LA CHAGE L 7= R A L 7.

11 A D HEfg
1. @ LAEOTHR

2, D a N DEFTY BE, HO T,
O S L — By B—FA 7 TRDIZYS.
OHERR Q8L EH D bO%H).

2. FE LR D #a(i J.FRLRRICHLFBEZHE L, H2CTEH.

y

HREL UKD OWEEZERE L THA.

4. BERLTICBHE
FRLADGK 1 A%, BIRE2EERLT, EELICBHELE.
gL, REL, EEL, BEL, FEMINAZARELET3:3:2: 2 0EETRES
L.

Fig. 31. miA (i LK) O
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AR HEOPE, HARDEM, BRI OSRM, EEITE

AR i [HEE2] 1%, REL, BE L, EEL, FEHEEAZ AL T332 2 0%IG
TRALEZELOTHD., HHE1E, HE2IC1LH7E0K66.6g OELAIRERA L T
L7z, 883, 884, THES1E, 32 ICAHEE T 30%, 50%, 70%0Dt— hE A (pH4.0)
ZIRALUCHE LU, ABtE (B8 1-5) 2E2Aav=—1Ky b (EHEZE24 cmX 5 S
25cm) ICFIHL, Ry MIEAZ 1 KT OMR 7. REUTIEITITY, E=— L EBRE %
Wiy G 45%) TE-o 7. KX LORENTN - HHEE S 272, 201646 A, 20154 &
MU TEE AT, Baobt=—1LFRy b (EHEZR 31 emX &S 30.5cm) (THE B 2 7.
BRI, BT pHEZ K 2-4 B 1 [BIJE L7z (HANNA instruments 1-5 pH [EL
BEREX v ).

JREL UKD kLK B OB - Rk
[EAE 3 -6mm B2 -6mm
LGS - TR R e - T EF R

FESE L SR T B 3 % I PIRHEIE + B o R - R

SEZLOD. IHEZHD.
g - ERARERSSH T - e

B N2 T T A B BECE L AIK : Fa~d b CERE) %

HERE LIERIE L7 b . HENTHRICLEZ SO,
g . () EBE— hEATE flE T - KILEEMRA S

Fig. 32 ¥58 LW 7-AK
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T~ F ¥ ODRIETEHE LAETEREE D Hafii

KRAETETE 1 2016 4F 10 A, FESFERI R P YR RARRRE BRSO FELIE L%, B
HIZ 40 °CIZERE L= Fofiet% (ADVANTEC DRG400AA) C 24 HE #7287,

EIRHE 1 2016 4F 10 AICIEAINHE L 7= %%, — R L, EIOKEZEE L TR Lo, HET
HE72 7T AT » VARIZ AR, 25°CICRRE L7z A A% (NK System LH-8OWLED-DT) HNIZ
FriE U7z (BSh) . RIS, A FTHER L, 40 °CITRRE L 7= Wotih < 24 FERRCR S 872 (Fig.

33). onlERERIEL L TERSITITHW.

7K %W g E=— R ANT, ZER AL
25°C, MESeft.

TRECKR: - RO T, 40°C, 24 FF[HE]

Fig.33. 7~F v DI LR (E15)
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13 pH (pH5.0-7.5) BIEEEO T ~F v GAHAEY 1, 2 O HPLC E&HT D72 DFlk}

STER O THE (13 1-5) THEES LIoEEN DA EELL, 40 °CICEEE L7 HLEEHE T 24 I
R 7. EAMRICL, EECHE LY 7L 300mg) Z k& 12 A4, MeOH (10
mL) % VW TCERR T 10 MBS AE L. il % 3000 rpm C 5 spfm OB L, B3
Z50mL DAARAT T 2B L. ZofMHE 2FE#V IR L. A7k %Z MeOH TiE
KL=, ZOWEEY Y Y7 44— (045um) THIEL, 10 puL OFEE HPLC /04712
e U7z, EEDPITHWZEE L I3RS, SRk 2 105 °CT 5 RFMER S iz, (LEWY
1, 2 OUCEE, PRI EZZBE L CHELZ. EHOFE, HPLC ¥ 27 A8 L OV
ST, B-E=HE-HOTEICHET .
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O FEER

KBRS A~ 2 /L ("HNuclear Magnetic Resonance, 'HNMR) (%, JEOL ECS-400 (400
MHz) (HABFHASH, B 2 AW TRIE L.

s~ N7 77 4 =X TOMEL 2R Lic D BHS Y WSV T hoa~ T T 7 4
—DWFAEFNZIX, Silica Gel BW-200 (Fuji Silysia Chemical, 150 - 350 mesh) (F+ %7 A 7 A7
HASH, 5#) 2ER L. @Es v~ 777 ¢+ — (TLC) (21, silicaGel 60Fss (Merck
KGaA, Darmstdt, Germany, 0.25 mm) (IEFH) ZfEH L, BRHIE 1% Ce(SO4)2 - 10% HaSO4 KA
W AT L—LIctk, MEAFEOZEIZEIVIToT.

TR AL

| N CRERERR R AR AR TR T2 7 ~F v O RE L7, RIETREET
2022 -9 H OULHER%, 7272612, 40 °CITREE L7215 (ADVANTEC DRG400AA) THLMEE
SHTo. EIRIEIL, 2022 4F 9 A OUNHER, HRSETT ~F v OREITKENT, BEARER
TTAFy AT, 15 °CE 21T 25 °CITHE Lo A LA G4 (NK System LH-80WLED-
DT) TO0 [0B5HZ2REEBIAAREM & L7z, 6, 24, 48 BERERE L7z (MESth). Wiz, EE T
THAB L, 40 °CIZRRE L 7o izl < 24 Wil iz S H 7z,

LS
iz A2 MeOH, HPLC (W=7t b=k U /L (ACN) BLOWEHERIX, 711
LRSS (ORBR) O REA L=,

BREHIC LD T~F Y OILEW 1, 2 OEEHB D= O KR

BRI TIER LI BEA M RIC L, EMICHE L7-H 7L (300 mg) %@L 2 Adl, MeOH
(10 mL) % FAWTEIR T 10 @S AR Lz, it % 3000 rpm T 5 5y 0508 L,
FIFEZS50mL DARTZZ2ailB Lc. Zofitz 2BV IR L. AbE 72wk %E MeOH
TER L. ZOWREY ) >V 7 4 0% — (045 um) TAiE L, 10 pL ®FkE% HPLC 57
Hricfe U7z, EEAHTITHWZRE 130N, SRsEEE 105 °CT 5 Rzl =72, {k
A1, 2 OPERIR, T OEKEEZE L CHHE L.
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1 HEPR IR D F Y

bE&® 1, 2 ITRWMERRFAEEZSHLRIAET L5002 EH L. {b&EW 1, 2 D%
B BLEE S K OMRIEIRE S, BRI D ITIETIT o7 #4599, FEHERUEL 1, 2 @ 10.00mg % 1E
MEICE Y, 20mL DA A7 T Z3ZAI, MeOH TER L7z, 15 bNT-IRIE 2 EYER R (0.50
mg/mL) & L7z, BE¥EFEE (0.50mg/mL) 2mL % 10mL £720% 20mL DA A7 T 23|l
L, MeOH TER L7z, 136Nk 25K (0.05 mg/mL KT8 0.10mg/mL) & L7z,
BIEHEFGE 2 mL & 10mL DA RTZ7 T 2|28 L, MeOH TEAXR L. 155N 7RIk 21
YRR (0.0l mg/mL XY 0.02mg/mL) & L7-. SAEHERWK 2mL 2 10mL DA AT T A
2B L, MeOH TER L. fFONTEKRAZEERK (0.002 XL 0.004 mg/mL) &L
7. HEUERHE (0.004 mg/mL) 2mL 20 mL A A7 F A2ZB L, MeOH TEA L. 55
T BRI A FEHERE (0.0004mg/mL) & L7=. ZOWiRE AW T, MEREIERT D700
& (0.4, 2.0, 4.0, 10, 20, 50, 100, 500 pg/mL) ZFAW L7=. KD 10ul % HPLC > A
T ATEA LT, A — 7 XL T OREREM T Sz, () : (R)-phyllodulcin (1), 37.5 47 ;
(3R)-phyllodulcin 8-O-B-D-glucopyranoside (2), 25.8 437. ZiLHDE— 7 (%, FEIOLRERRERE] &
g sz Ll > CRIE LY.

EEAERNARIE, 0.4 - 500 pg/mL @ 8 FEFADIRE CTIERL L=, MEAROEMMEOH EIZITIRE
35 (R?) Z Az, pH6.5-7.0 (13 2) THF I EERDOREEE M EZ VT, 77
WHEORSEE & EREMEZREELT-. BNEEBIB LI OHMEAENL, ThZnFECABINERS
5 HRNCKHE T 2I0EE SEHEET 5 Z LIc ko THRE L.

HPLC v A7 A8 L O

HPLC A7 & (EESUWERT, 5H0) (2%, UV BH#s (SPD-10A), 2> ha— L&V 2 —
)b (SCL-10Avp), XA F U —7R>7 (LC-10ADvp), A — ¥ 7 Z— (SIL-10ADvp), 1H
BT har—hAv b, BREEE AW, BEIE314nm TiTo72. Zhix, 16a% 1
& 2 DUV AT MUZENT, 7= U EOFEIC LY ZORRAHTICRINAAE T ST
HTHDH., ru~ 777 4 —08EE, YMC-Triart C18 7 7 & (ki 7-£8 5um, P 4.6 mm x
250 mm, FRESAED A = Ay o B Z AV, BT KRE 40°CT, LLFNOSMETHRIELT
BEIfH A (ACN) B OB (1.0%EEA A &1 H)0) ; 77V b7/ J 5 0-104 (AB
10:90, v/v, &=—/L F) =354 (A:B60:40, v/v) —40 4 (A:B100:0, v/v). i# X 1.0 mL/min,
EAZEITIOPL ThoTz.
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OIS

TR AL

B, TARTHRMERRPEAEYERARE CHE L T A7~ F v o L. BED
K& X, A, WABIE OO OHEE, 2022 49 AIZEREL 7=, SREREBILLER D 72 D D3
1%, 2017 4-5-9 AICERELL7=. B2 25 £ pH (pHS5.0-7.5) FCHESSNZEIL, F—FED
WY, 2016 4F 10 AU L 7.

IHE L 7= BEILE BT 40°CICRRE LT B0 CE N2 24 FEEZR S w7, Bohi-3EL
TE BT W,

S

fitH A MeOH, HPLC (Z V7= ACN 35 L OWERRIL, & 17 A /b ARk =Nt OR)
NOIEA LT, HREEPEA taxiphyllin (5) O&RUZHWERIKR, & L7 A v ARk
SAECRIR), T 74T A7 XSt L) A LT,

taxiphyllin (5) OFEHEHK O H]

EEUEGUELCd 5 taxiphyllin (5) 1%, BEfRDO H1E 30 ZHWTERKLZ. {bE&® 5 1%, 'HNMR
BEIOMS 77— 2@ EE T2 Z L2 LV RE L7 30,

IEMEICFFRE LT 1.82mg OILAM 5 % SmL DA AT T A2 AN, MeOH TER LT-.
BONT- AR EREFER (0364mg/mL) & L7z, MEHEFHE (0.728mg/mL) 2mL % SmL A
A7 Z7 AL, MeOH TER L. BOLNTLEKRZFEERK (0.1456 mg/mL) & L7-.
AR (0.2912mg/mL) 2mL % 10mL DA A7 T AL, MeOH TERLZ. 55
AU VIR 2 BEMEFR (0.0291 mg/mL) & L7-. FEHENHE (0.0582 mg/mL) 2 mL % 10 mL &
720X 25mL DA AT T A2l L, MeOH CTER LTZ. LI IRiR = YR (0.00582
BLO 0.00233mg/mL) & L7z, Z O E AT, REREERT 2 729 OIIK (2.33, 5.82,
29.1, 145.6, 364pugmL) ZHMH L=, F¥ VT L— a3 D7, 10ul OIFE % HPLC 3 A
T ATEA LT, RORFIRRH (m) ICE—27 DBIEE ST 8.5 4.

HEAER AL 2.33 - 364 png/mL DIEFETIER L=, {b&% 5 OEBME, ©— 7 mfEIcked
DIREDOT 1y hOEIFEMNZ KD, REHRE (RD ZHWTHEBRELZRE L. T~F
YIEHMNY (Fig. 14 leaf A : FEH O E S 6cm LA | 8em Aiii) 2 HWT, SHHEDREE & Efif
XERFELTZ. HNEEBB LI OHBEENL, ThENFERCBBLIORRS 5 HEICHISET S
Btk S EHfEE+ 2 Z Lok » TiRE LT,
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Fig. 34. taxiphyllin (5) ® H-NMR A7 kL

'H NMR (400 MHz, CDs0OD) & 7.40 (2H, d, J = 8.6, H-2',6'), 6.85 (2H, d, J = 8.6, H-3',5"), 5.80 (LH,
s, H-2), 4.16 (1H, d like, J = 7.6 Hz, H-1"), 3.91 (1H, dd like, J = 1.8, 12.1 Hz, H-6"a), 3.68 (1H, dd
like, J = 6.2, 12.1 Hz, H-6"b), 3.25-3.35 (4H, m, H-2" 3" 4",5")

taxiphyllin (5) D& &M

taxiphyllin (5) 3471, HPLC ¥ A7 A L LCMS-8040 % > 5 A DU ARV &0 Hrat (Bt
BUERT, HUER) & W TITo7-. 3L LabSolutions LCMS Ver.5.6 & i\ /=. HPLC ¥ A7 A
L, ¥A7ALar hr—7— (CBM-20A), PDA fH#s (SPD-M20A), 2 5D/ A F U —K
> 7 (LC-20AD), #— h¥ > 7F— (SIL-20AC), # 7 Lt —%— (CTO-20AC), IO
SEE (DGU-20A) ZH\W=. 7 a~ 777 ¢ —43BflL, Cosmosil C18-PAQ 17 A (ki1
£&5um, N 4.6mmX250mm) (57 A7 A7 KA, 5HD 2HWTITY, Z0fo
SMIFLLTOmEY THhoT-.

J 7 KRS 1 40°C ; BEIFH A (ACN) & B (H0) ; A:B10:90,v/v; §E# : 1.0 mL/min ;
AR 10 uL ; BHIEE 197 nm. MS A7 b Loty NPT 47— Rz 2 bn
AT L—A FAERESIEEE (ESIMS) 1055 Ql AF v U E— R T{To7-.

MS BHOENERT XA =& —1%, X T TAPF—H A7 v —, 3 L/min ; §EHT A 70—, 15
L/min ; ByESEZ 4 R, 250°C; e— b7 a v ZiEE, 400 °C ; A V¥ —7 =— ABJE :
45kV.
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HEORE S, B LOMME, PRI, +52 pH (ERIBSEHERIC B T 2{bEW 5 SRk o
7= 6 Dk

EEAMARICL CTEMICHEREL GEORE S - A - HA25 : Fig. 14 @ leaf A, leaf B, HEMIE
1.000 g, leaf C - G 3 XUV FENRIL 300 mg, FFRIHIEREL : 2017 4 5-9 HI%L 300 mg, 14 pH &
BIFREEER : 300mg), MeOH (10 mL) % /12 CERIE T 10 2 SR L7, fhiH# % 3000
pm TS5 RIELODEEL, EEEZS50mL A A7 T AaiZB Lz, itz 2Rl &
DRI Z MeOH TER LT, ZOWEREY U Y7 4% — (045um) TAiEL, 10Ul
Ok A HPLC o#ricfit L7z, &SI W3R & 13RS, SRR E % 105 °CT 5 FF
M S E7-. (LG 5 ONERT, WHaEE TOEEAEZBE L CEHE L.
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[1]
11
S
b
&

H—HOER

T LS K OWMIEIR O I

AR R FIA R AAR TR SN T ~F v b, 2022 429 AND 11 ALt
THEFLEZHRM L. EFLRAEROELZ, WLV ARREFHET H7-DDOMMERE LT
M7z, SR A 70 %% 7 —/v (BtOH) (2143, RWWT 1%IREEZRRET B Y ¥ LoKE
W2 15 73R L7= 1%, 2584 7K C 3 [alBEi L 7. = D %%, 5% Plant Preservative Mixture™ (PPM™)
B ERITIR L, 4 RFEBRE L CRE L.

A
TV AGHE, I, RIS L7, &7 1 v SRR iatt O/, 770
AT A7 RS G BE O =2 kA&t ORB) 2 BREA LT,

B & BEaE SR

TRTOERIZBNT, BEXIVE2E80LT705 « A7 —7 (MS) Bz fEH L7z 3. MS
BEHIZIE, 30 g/L Sucrose, 0.5 mL/L PPM™, 35 XUV 2B ORM) AT > Z TR
L7z, o pH 1%, 0.1M HEERE 7213 0.1M KERLF b U ¥ AFFIEZ VT 58 ICREE LT-
%, 3gLOY =T A LERML, 121°CT20 oA — 7 L—70E L=, BV ARFRIC
X727 47 _XFVIL (B 9em x mE 2em) & HW 7z,

BRI _T, 25+ 2°CIZRE LT2A »F 2X—% — (Cool Incubator CN-25C) C, W55
FTITo 7.

WV AFHEE L OMRRETFE

HAAFEIIE, ©F I EET MS i (30 ¢/L Sucrose, 0.5 mL/LPPM™, 3 g/l = 7
VL) A, 2FEEOMMERLVE L 24-Y70n T = ) R VR (2,4-D) 0.5 mg/L & 6-7 )b
ZIUNT 77U (KIN) 0.5 mg/L]ZWIN L7, B U7 SMI IR &2 B 2Rl 2 11T, 25 +
2°CDA U F a_X—F —NTHSRMET, 4 EMEE L. DVATRP R SN T-%, #5
ZRRBH LIz V2B L, DLV ABEAICHIE LB ICB L, 25 £2 °COA > F a~—
2 —NT, BEHETTERE L. IV A%Z 1Ml (Fig. 17, /A S) ERL, Aokl
THERREICE L, SHEMRE L (Fig. 17, /A SY). HIEARHIZIE, e2I0%25
ie MS Bt (Sucrose 30g/L, PPM™ 0.5mL/L, ¥ =7 A A3 g/L ZFM) 12, 2 FMIEEOHY
REY (2,4-D5.0mg/L, KINO0.Smg/L) ZWANL 730, BV A%, HEFEIEEH A VTR 8
T [RIRRE THE(RES 22 L7z,
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71 7V A EE5E D IE

JIv A (Fig. 17, Fv A S") ZEA I8l L, ROEREHH ORI LTz (Table 7). #
MEZ0B&EL, 0HH (Owk), 4% Qwk), 8HEME Qwk) I, WILVADKHEE
HE L7e, KEEORETIE, WVAZREET LYY —LVOEIZ L —Y I R—=N—% 5
E I, WVADOINEEEE LTz, IV AOmMERR, KEESZHAEMSERT (National Institutes
of Health, NIH) 723Bi%& L 7= Image] ¥ 7 b U =7 ZHWTHH L.
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CEmNCITES

AR

TV AREFIE R LIZ3RE, B L7 AV AR S (KR, 77747 278k
Xath G BRLOr =2kt (KB) 22HREEALTZ.

fliHH A MeOH, HPLC (ZIV 72 ACN 36 X OFERRIE, B -7 A L 2Rkl CRFR)
MOIEALT.

a1 -4 FEE YT VA OFR

J1v A (Fig. 17, A1VA S") ZHOTICOIE L, BEFEAE NS Table 7 ISR TZNENLD
B 1-Q IZBME L7, H5MI1-Q THEE LT WV A OWTCTERGIT 1T 72, IV AT
ftiwz % (Eyela FDU-1200) TGRS U7, WSR2 L 7o 1V 2 2t L, MeOH (800 pL)
H, SIETT 15 RS U7s. MR % 3000 rppm T 5 i O BEL, ERiEE 2 mL
AARATZA2ZB LIz, ML 2 BV L, MeOH CER L. ZOWKEY I V7 4
A — (045 um) TAEL, LC-MS H#ricfitL7-.

PEEGS R 0D 7 4

ILEW 1 - 4 TEFER R PAFE DB NITA T2 b O Uiz, FEHERE O BEE & 4%
EREN, BEROFIETITo72 Y, IEMREICH & LSRR 1-410.00mg % 20 mL D A
AT T AAZAI, MeOH TER LTz, BN RKZEREFR E L (11X 0.50mg/mL).
EEUEFR (0.50mg/mL) 2mL F721% 4mL % 20mL DA AT T A2 |ZK L, MeOH TEZR
L7z, SO 2R (2 12 0.05mg/mL, 1 (X 0.10mg/mL) & L. 2Dk, K1
YU (0.05mg/mL) 2mL BEW 4mL % 10mL DA AT T A2 |2 L, MeOH CTHE
LT, BONIIRIREERERE (1-4130.01 mg/mL, 11X0.02mg/mL) & L7-. fEHER
% (0.02mg/mL) 2mL % 10mL A A7 7 A2 L, MeOH %zt EMZ 7=, S5N7IER
ZAEYERHE (0.004 mg/mLfor1-4) & L7z, A (0.004 mg/mL) 2mL % 20mL D A A
77 A|ZK L, MeOH TER LT-. G0 WK AR (0.0004 mg/mLfor1-4) & L
7o, ZOWRERWT, BMEREZIERT D7-DOEKR 11225V Tik 04, 4.0, 10, 20, 100,
500 pg/mL ;2 {22\ TiX 04, 4.0, 10, 50 pg/mL;3 BEL 42DV TiX 0.4, 4.0, 10pg/mL)
R U7-, BERRMERRICIE, BIIE (4 uL £721%20 pL) &2 LC-MS ¥ AT AZEA LT,
K — 7 XL T ORFIREM () TEIEZE S I72:1,34.1 55 5 2,23.0 45 5 3,337 57 5 4,215 BX O
2235 (ZENZEN IR BILOBSELY). LAWY 1-4 OEBREZ, ©— 7 mERE OB
Eifza AT ry bL, BERE (R ZHWTERELZ RO
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HPLC > AT A LSBTtk

&% 1-4 1%, HPLC ' A7 AL ESI A V' ¥ —7 =— A %A 2 72 LCMS-8040 ¥ > 7 1Y
ERAVE EOEE (BEER, B=HED) 2BV CToOr L7-. &I LabSolutions LCMS Ver.5.6
ZHWTEMEL/=. HPLC v AT AL, Y A7 ALy ba—7— (CBM-20A), PDA fiHi#s

(SPD-M20A), 2 5D/ A F UV —Kr 7 (LC-20AD), A — ~¥ 7 F— (SIL-20AC), 77
Lt —%— (CTO-20AC), BIUMWIKEEE (DGU-20A) =MW, 7a~ 777 o —h
1%, YMC-Triart C18 % 7 & (Chi 7% 5 pm, PI£E 4.6 mm x 250 mm, FAESET A =LAy ¢, =
) #H, LT TITo 7.

717 LIRFE 40°C ; BEIME - A (ACN) 5L OB (1.0%EEEEA HO) ; 77 V= b m
775 0-104r (A:B10:90, viv, &A—/L F) =355 (A:B60:40, v/v) —40 %5 (A:B100:0,
v/v). il 1.0 mL/min, {EA&EIT20uL ThHo7=. M, R*HF T 1 7E— R ESI-MS = H
W, BIRA A=Y Y (SIM) FC, 314nm (UV) TITo72. MS B D720 O FEfE S
FA—=HA—ILLTFDEY : 2T FA P —H A7 a—, 3L/min; @ A 72—, 15L/min ; i
WIEZ A AR, 250°C ; E— b7 ay ZiRE, 400°C ; SimEHE, 4.5kV.
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