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The Separation of Citrus Lemonoids in Yuzu Seed,
And
its Anti-Oxidentive Characteristics.

Lqzu has been utilized as @ food, a flavor, an aroma and a medicine 11 Japan for
E a thousand years. From the viewpoint of Green-Chemist.ry and 7ero-Emission,
! -pﬁced the yuzu residue remained after drinking as plant piomaterial. One of

the development of the lemon and the yuzu gels synthesized from a

this year we nvestigated the biological activity of citrus limonoid in the yuzu
wed, which has not been reported g0 much.

-_-_'1. Jimonid aglycones and limonid glucosides in the yuzu seed were separated by
means of @ thin-layer chromatography ( TLC ) and high-performance liquid
¢h smatography (HPLC) and the substances purified were characterized by use of
}H—Nuclear Magnetic Resonance (1H-NMR ).

Seed meals were washed with n-hexané to remove oily materials and then the
Jimonoid aglycones and limonoid glucosides in the residue Were extracted with
acetone following with methanol. After the acetone and methanol was evaporated
off, the residue Was washed with methylene chloride ( CHzClz) - water (1:1). By
this solvent extraction, the water — soluble and hydrophobic gpecies were obtained
into water and CH:Clz phases, respectively. These fractions were separated and the
substances in the each fraction were quantiﬁed by the HPLC and the silica gel TLC.
Then, the bioactivity such as of gOD activity, hydrogen peroxide inhibitory effect,
radical erasure action for ppPPH and tyroshinase inhibitory offect, were
investigated regarding the extracts obtained.

The water soluble fraction was found to contain a glucose by use of HPLC, TLC and
1H-NMR, and hence the water soluble fraction Was identified to be glucoside. Through
the bioactivity evaluation in vitro described above, the bioactivity of glucosides was
found to be higher than that of aglycones ( hydrophobic gpecies limonoid ) and 10 be
comparable 10 that of 1.wo Han Guo carrying high activity.

From these results, the greatl potential of the limonoids in the yuzu seed are expected

as a functional material having the biological activity effects.
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The 21" century

The circulation of resources , Green Chemistry and Zero-

Emission
The system also sulliciently examines the selection of the raw material in order (o perfectly remove

the environmenty) pallution which arises in life cycle of the chemicals,

Plant blomass as (he recycled resource
Water purification system Energy

Chemleal material - Chemical material

Adsorption gel I

Green Chiem., 2005, 7, 595.601, Englana

Fig.1 Green Chemistry and Zero-Emission
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3-1 Jz“ﬁﬁ%m{ﬂ%ﬁm‘fﬁﬁﬁg 10,11,12,13,14,15,16,17,18,19,20)

3-1-1 A¥MERESy ( glucoside ) & fithEksy ( aglycone ) @D 5yEf

<>

Li

g AfiF (5B 298g ) 27 LA —TMih<B—IciE, RYF 7~
AdLn-~FH % 400ml MACE IRE 5%, —HM%IE THE L,

gpmm  H—FCAFHFUEZBL, TRT7FRaAR AR AR L —F — TG L.
2 ADY— FAANERT,

BB A —FIC o TR 2K 50g T o — MV 7EFTH0ml X1 0
B - BB L, 7 bR T AR L— S — SRR L.

7 bl #gEEY 0g ToRfiEa—MIEV AZ /—T 50 m 1 X 1 0 [EfH
BB L, 2%/ — /Ul E = AR b— 7 —CiERE Uk,

7 b ARSI EBR ST AT T ATk A F v L #ERKE 30 ml T
Mz o — b CHIEA T VR EKBICHEELT,

AH )= HERER P GRS ST R 7 F A 2T b A F L L #EEAKE 30 ml T
OMASHE R — P CHEEA T VB KRB 8E LT,

S U= EBEFE 5.5 (XA /— 1K) @ HPLC (FHh T A) THF L=,
A Uil & TLC (XY 25 060) THHF LI,

P EDOSEEFIZ 7a—F+— ML, UTFIiELE, (Fig. 2)
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3-1 = AFEFHE Y o L8 E E o i B E S 9
3-2-1 HPLC HIE &0 B E

<BEHRORE >

MeOH : H:O = 80: 20

MeOH : H20 = 60 : 40

MeOH : H20 = 50 : 50

e LT,

ODS-2 W T LTCa2XETHRORDY (VE=V: /I V=1

b & BET S HE 2 R L7z,

<O EH>

LIRBWS ) 40Tl

515 LBEE - 40 C. #57 : 1.0 ml/ min, AUX RANGE : 2. REC. RANGE : 1. W/ :

190 ~ 320 nm, {EAH : 5pl

<FHE>

HH LY IAEFRERLT R b, BEK, 50% A% /—ATEMLIZLO% HPLC

THIE L=,
By DIEHE~D VA% Table 1 1ZR-7,

Table 1 FRK4ST DEEE-~O A7

R4 A )= =H )= TEbY Pruursr K
J£=> X 4 O (&) O -
23 v ;% ¥ O msm) O =
T O O @] X =
NARN D O O O () X ~—
T h oY s o 2 5 URF = O (i) O O X
R I% il A =R= S g - - = O -
U V% Tt S O — = = O
A% ) — K E QuwL¥») X X X O
It b UBEGBR U L& O (as:m) X X X O woc)
A7) — VB ERH UTH Ui X X X X @
R ClfRME Ao




3-2-2 TLC B SO RE

<RE>

U%:y\/iuy~7tby%&%§?nn}5y@\%5/~»%&%vann;5

VR 100 % Yran Ay CERLI

Ttbymm%mﬁ,%F/—wm&%m@,+Uy#y\mzﬂyvy%1meafy/

— VTR LTz,

o o EBREE (JKFT 100 % 4 /b 45 ml (CHERE 15 ml MZ IR BT, pr
9%?WTE/AVﬁTw?tFL%gDMﬁ;H=ﬁ%bfﬁﬁTéo

< RPAVEH:>

TI7Var

(1)??Uﬂ#ﬁ?:ﬁ@1%w(2ﬁ)

(2) vramigy: 25— (49:1)

(3) BiEexFN: Yruuryr (2:3)

O A

(4) ﬁ’ﬁ@:ﬁﬁ")b:z-?"ﬁ’/?:ﬁ%:ﬂ((5:3:3:1)

<HE>

1. BN ZpEcdbyey L, B 100 ml h. B L CRIERI e afmE g,

9. % 20X20 ecm DFNTL— hOTHAD 2 cm OFFEETHE B 5l &, FhRIC
El %4 72,

3.%#E?Uw%mwfﬁﬂﬁﬁ%zﬁybbto

4.F§4¥~Tﬁmbfv—b%%%ﬁ®$tln~%ﬁmﬁfmﬁ,?Cmﬁ%%bE
B L7,

5.ﬁﬁ%%ﬁwabwtm61m1@ﬁiftﬁbt%ﬁﬁﬁ%mﬁ%%%‘7V—h
%ﬁOmL\F§4?“?E%L1%ﬁ%ﬁwtu

6.F§7EWTTthKlevtﬁ%%ﬁ%L\ﬁ%ﬁzﬁﬁﬁbtﬁﬁﬁtln\
X el

TifV*F%ﬁ%Lﬁﬁ@ﬁh&C%Kﬁ%ﬁﬂlRﬂﬁ%ﬁﬁbto

<HFFHE>
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3-3 = XFif-hh 4 O A TG HE AN »

), AT OTEERBROMEHRE (10 ~ 200 ppm ) HAEEERZET 2200 —HOD
MHEZH#T L2 (exRELHRBPETRA LERBRENORE ) REE POR&RE
TR L ThHID, ERBRTREHAKRE KOREIIRR L OTCEET 5,

3431S0D #RIEMEMEARER (NBT ik ) OBEFIE

<3Ei>

AD.05 M Na2COs &Eliike - @) b U 75525 g ZARKEAKICER L, pH A —% —ChER
LAAE 0.1 N$iBETpH 102 ¥ LT1LICART v 7 LI,

B} 8xM Xanthine ##% :Xanthine 45.64 mg % 0.05 M Na2CO3 £E i (- 7 fZ L. 100 ml
ARTZZAATARAT v 7L, ( Xanthine IEEMA%T<IC
GIRRAT U, o Ik P RFEL.. (Ebve Zidm
T )

C) 3 mM EDTA i#i&R: =F L 7 I MUEREE T b Y 9 A 111.7 mg Z7REKICHEREL

100mlicART v 7 LT,

D) BSA /% : Bovine serum albumin 75 mg # & AKICEML 50 mlic A A7 v 7 LTz,

({AMBERTVDTAAT v 7O L ERBMCEELRBBITI,)
E) 0.75 mM NBT &4 : Nitroblue tetrazolium 61.32 mg Z #& B /KIZFAZ L, 100 ml {2 A
AT v 7 Uiz, ( NBTIHEM#&T <IomisetiFE L, W L2k
WK P TRFLE ( bRV & E3HHEM ) 7= NBT i@k
M2 DTAELHEHRIZEETHZ L)
F)Xdnthine oxidase i : Xanthine oxidase ZFE# 12 0.0l g it~ T 10mlic A A7
y7L, ZINHEXRy b= TTmliY, 10 mlicART
v 7 Ulc, ZOWROBNEN U EREDZERB T, 0.20 ~
0.23 DRFEHICAS L iz L7z, ( Xanthine oxidase i3{ffi#%
TCIEWERTF L, R LBk PREFELEZ (b
& ETE PN U THRIRELIZARAT )
G186 'mM CuCle 7% : A L& ( CuClz2- 2H20 ) 102.29 mg Z7&B/KICHAM L, 100 ml

I ZAT T LT,
FUBHAYE - 200 ppm-- 3B 240 0.155 g it » THRYAKICIAMR L, 26ml A AT F A TAA
T XUt

150 ppm---200 ppm OEEPH T5ml>T10mliZ A A7 v 7 L7,
100 ppm-+-200 ppm DEEE S 10 ml loT 20 mlic A 27 v 7 %% ol
50 ppm---100 ppm OEHEEH 5ml ll->T 10mliZ A A7 v 7 L,
10 ppm---100 ppm DEFEMS 1 ml > T 10mlic AR 7 v 7 L7,
) R LFREETT A IRAATERL, ALV E & 1ok 72 135 T
HL 7,
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<ME F7 i >

1. RARTIZA% 24 ml, B#., Cii. Di. EiliZ£h £ 0.1 ml F2AM, K
Ty AW TEILERLE,

2. 1 ORBREIC St & So iZIEREHANL 0.1 ml ML, Bt & Bo iCiZZF A% 0.1 ml
A TE R L,

3. Zh#25 C ( Ay MIAZANRT25CICE Y FLE,) T1OHHA rFa—F
L.

4. 10 7#%@1%.St & Bt (C Fii% 0.1 ml.So & Bo 7@Kk % 0.1 ml Ak <L,
25 CT20 iAo Fa2~— kL7,

5. AryFa—|bMEELIZGEEMZ TRIGEIL L, HXKEHZHNTRIEKRE
560 nm T St, So, Bt, Bo MW % HIFE L=,

6. TaBXcTERThOMBIEZRD:,

<FHE k>
Ml (%) = { 1— (St—So) / (Bt—Bo) } X 100
St : SUEHA OBEH UG O 560 nm T O
Bt : ZHBREE OBEREFIGHE O 560 nm TOWYEHEE
So : FUHA R DEESR EHINIF O 560 nm TOW
Bo : ZERBRIAIK OB R EEIRMEE D 560 nm TOW LT

-3-2 IRER{L KK IE ERER

CBEK >

EEAEK : PIPES %49 6.047 g Y E—H—ic AN, DEOERKICEREL, A¥—TF—
THHE L7236 1 N NaOH % 20 ml A%, Z Z i tritonX-100 % 1 ml, DA-64
Z#90.0076 g AL, pH A—%—THRID 42435, pH 28 7.01c43 L 512 0.1N
NaOH &Mz 7= ( tritonX-100 (T REEMERCEMERT VO T, B9 T3 EEI
BHEET D) 22l vAF ¥ —+¥ (100 units ~ ml ) 2ml AfL, “h
Z200mlARTFTRATCART v 7L, ( RdF oA —BIIBRROTT
EHRETECHY REETICHBEICREY, $REKIE7 VIR Ta
ATENR L, b7V E IR AhTRL,)

CRHEH - it L 7=3U8H2 50 % DMSO ¥&#ET 10, 50, 100, 150, 200 ppm k= JHM4 L 7=,
VE=2R7 Y R EOKIZETFIZ S WikkHE 50 % DMSO # v =25, K
B E DARIET NI A THM L, ( BUBERIE 50 % DMSO % A
WHEEE>TETICK K o TLE S DTHEBALZHNS,)
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YERL L 7=
AR

<BEFROIER >

M (%) =

<HAEFIR>
Y A, BOFIE

D

200 ppm---

150 ppm---
100 ppm---
50 ppm-+-
10 ppm---
AR - BERMLAKBEEZREAT0.25, 05, 1, 25, 5, 10 mM BHEEHHK L. BiR%

AR 0165 g > THBKICEM L, 2bml AR 75 22T
AA T T,

200 ppm DEEHENE TH5ml BT 10mliC A AT v 7 L=,
200 ppm DN S 1I0ml B>T20ml A RT v 7 L=,
100 ppm DEHENG 5ml Mo T 10ml i A AT w7/ L=,

100 ppm OFEE S 1ml AT 10ml A AT v 7 L=,

10 mM--@E{LARFRERBERFEC0.034 g £ 100ml ICA R 7 v 7 Li=,
5 mM-- 10 mM i@BER{LAKFREH I HA—LVERy T 50 ml Y., 100 ml |2
ARAT 2> 7Lk,
ZO5mMBHEDS 5 ml BT 10 ml ICHFHBL, 1 mMBH#E Lz, bl
ZO 1 mMEE»PS 5 mlEl->T10ml & L.0.5 mM®E# L L=, Z® 0.5 mM
BEHE 5ml l->T10ml (ML, 0.25 mM @ik & Li-,
1.5 mM O@EAL K RERAEEHIE, ETREBERFC051g Y, 100 ml (2 A A
ToZLT1I5mMBHEERL. 2205 10ml l>T100ml ic A R T v 7
LT15mM & L7z,

1. BEEARFOEREOFHEFRZ N CRRBEIC 10 phl B0, 2E®AZ 10 plinx,
37T C ( Ua—#—"AT37T Ciltty bLiz,) T05MA rFa—hLi=,

2. FARFEE 5000 £y bwT298ml Y AfL, 87 CTHAOMA Fa—k L1,

3. MYEICEERHZ T 727 nm TOWCEEZHIE L. MBS 4B L=,

{1—- (C-D) /~ (A—B) } X 100

1. A ORBREIEERRLKFED 1.6 mM RHEERE 10 pl Ahv, & 5ICHEEAE 10 pl oo
%, 87 CT20 WA »Fa—hL1,
2. B ORBRETERLAR O 1.6 mM FEHEKE 2 ml Ah., & 5 IC#E8K%E 2 ml Nz,
37 CTHMArFa—hL1,
3. AIFFEAREZ 5000 Xy b2 C298 mlMx, &5iZ 37 CT5H oM x
23— kL, BIXSYEHEERT 727 nm TOWRICEH JIE L,
4. ADBHMDA ¥ 23— METH 727 nm TOWIEEZHIE L7,

12




C, D »FIg

1. FREO C ORBEICBERLAK#E 1.5 mM FEHEER % 10 pl Ad, SIBEORE 7
NEN 10l MZ, 37 TT 20 DA ¥ 2~— kL,

2. BWEED D OXRBREITIBEL/AKFE 1.6 mM EAEE S 2 ml Ad, FEEOMNELZ
nEn 2ml iz 37 CT20 A Fa—hkL1k,

3. CICIIREREL 5000 B2y b= T298 ml %, 5237 CTHHOMA ¥
2~— kL, DEoXEEER T 727 nm COWNEZJE L,

4. BT E Y ICHEF T 727 nm CTOWRERRIFE L=, (D)

CobaMDA Fa~— METH 727 nm COWRIEEZHE LT,

6. A. B. C. D oW YeEE4 ERHANICRAL, ML L2R 7,

s

A BEYERW OEEHED 727 nm COWIEEE
B : EHEAIE D FAARTO 727 nm TOWEE
C: BB ORAED 727 nm TOWIHE
D : EEHAK DR AR 727 nm TOW S

3-3-3 DPPH Z%i4 5 7 0 MEER/EH KR
<HRE>
1.5X104 M DPPH methanol %% : DPPH #§#KfEC0.0118 g VIR, 2% J—n
THMEL, 200ml A A7 TR TRART v 7 L=,
( REEISICHBEICE L, fl L BT v
IRANVEMNTEL L, Ebizv L ETOIRRE
L)
SUEHAHE © 200 ppm---3UBHE 0.8 g B CHEBKICEMEL, 200ml A R 75 22T
ARAT ST LR
150 ppm- -200 ppm DEEFEAH 75 mlEY . 100mlic A A7 v 7 L=,
100 ppm* -200 ppm DEHEAH 50ml Y, 100 ml (TA AT v 7 Lz,
50 ppm-+-100 ppm DFEEN S 25 mI BV, 50mlic AR 7 v 7 L=,
10 ppm-+-100 ppm O S 10ml Y, 100ml (AR T v 7 Li-,

<HHE>

1. ABREIZ 1.5X104 M DPPH methanol i % b ml A A~y hC3ml Ah. R
I L CHREHERZ 3ml ANTER L. ANT v 7 AT L < i8R U 30 4 Mk L,

2. 30 MEHSNIEER T 520 nm TORNELFREL, 7T 7 & OBRNCEDOZEER
EELE LT, TRHAAKIZL D EELREZRD,
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<HEFE>
DPPH {#§E#£ (%) = { A— (B—C) } / A X 100

A : 1.5X104 M DPPH methanol i ® 520 nm TOWEE
B : #AEHAH D 520 nm TOWEE
C: SRBHAR L 2 7 /7 — L OSEHREHR O 520 nm TOWGHEE

3-3-4 Fu v —PREEENE
<HE>
1/16 M VU »BH U 7 LfEilE (pH 6.8)
P U VBRTKFES Y U LARRERFTT68.045 g &V IR Y . ik 500 m] THEAE L
1M & L7 (Stock A#E )o [FIHRICY YBRKFE DY T L% 87.09g BVERY ., B
FE7K 500m] ISR L. IM B L Lz (Stock BH#E ), “hb% 1/15 10FR L.
ST ORETpHZTELTI1/16M Y EeH U & gL L=, (pH O
X, BiliE RS —7—CHPLAENRS pH A—4—CpH 2#HE L. pH6.8 LV
MWEEIEIMY YBEZARAV VAT, BVBEIE1IMY VEBKE-HY oA
ZHL¥oMmz, pH 2% L7.)

0.01% (w/v) L-Fay @il Fo vy 2MERNT1I0mg &Y Y .1 N NaOH % 2 ml
BNAE ANy FTH ~ I0WCHRML. MAERNLEZ1/156M Y &
BA Y U LEEE T 100 mlICA AT »F Lk, ( TAIK
ANZENTELL, KPRELE,)

Fuv i —E@ER: T ey —E24mg & 1/15M Y B U 7 AFRRETE CHAZ L. 100 ml
WCART v 7 Lk,

PUBHAE : 200 ppm- -BRAR 2 02 g o THBKICEM L, 25ml AR TS5 22T
ART vy 7 Lis,
150 ppm---200 ppm DEEHE G 7.5 ml KV, 100ml ic A R 7 v 7 L7,
100 ppm---200 ppm OFEHEH S 10ml Y, 20ml iz 2 27 v 7 L1,
50 ppm- -100 ppm OFEEAH 5ml Y, 10mliCART7 v S L=,
10 ppm---100 ppm DA S 1mlIY | 10ml (ZA AT v 7 L1,
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<BREFIE>

L ABRECH L TA%50 pl ( 2y ha—i@dHr 7A0RbY Iz /—A% 50 ul ).
001% (w/v)L-Fuavrrgs@iml, 1/15M Y VD U 7 ASE 45 ml. F o o5
—EBEE00 pl ( 77 7 3 Fu b —PREORD VI 1/ 15M Y EH Y 7 A
#7500l ) An TR LE,

2. 37 CTL1BfA o F =2 _—h L1,

3. A YFa~N—MRELIC 475 nm BT HWAELENE L, FRAEC L 0 w2585
ELE,

FEER (%) =1 — (St — Sb) / (Ct — Cb) X 100
St: 4 TAOTA M ( Fusdb—VPEMn ) ol
Sb: Y FNDTZ7 ( FuiF—FERMN ) OWEE
Ci:arbp—n (Fr7rofbiicesy ) —AEM ) OWE
Cb:arbr—no77r7 ( Fairb—FEEM ) OELE

15




4 FER

4-1 o XFEFREY o SRS £

AEIOMEERECRIEAOYMTE -, ZOMBFIETII~TT TERS A5/
—ADMEICHE L TWE, E&icyr7am2gy Kk (1:1) BABKTREMICT 7Y
3V LEEEIC T TV, COFIEER I EBE T FIAT, Z OBEOIEEIZH
H LT Ot oSG 0 biRke Tt E BT CWE&, s icAd A a2y Ry
TEREHAE BT TAEDELEXLND, ZOMIBFIET, ATOBREDHROEEIC
BAE ( ~AFY UM TE RN ERETE R DL AL /=) ICHIOBEERIY RZ
shTWwinweyrzaarfy:k (1:1) THTARCPRBATBETLE Y, EFEL
NEETE 27D T, FHEHEE Uo7 01T, ROBED 1 [BlH A 2 B H %= TEANIS
LTEBWEEBWWERY, £/, PZuniyy ik (1:1) THTHRICTE MR
BOAF ) =A@z AR L— b T3, DL EENTTEZY 45 L EHHEISLEN
LT LE D AN H 5O CRESCEBOBRACTEENLETH S, SHEBZITLLHX
TIHTEMBIZE0% OT 7Y ayh, A4 ) —A@IZEY o7 7 ) 2 L2 TOREER
B HLidREnTVWE, LaL, MHFEEO®RS CEANICERE LTI LIELOR
HY ., Ziid HPLC CHHT LI RMERRMWNZ LR 2720 T, SH%IZ I L O
NELBLND LD el FEOWSIASBETH D, Tz, HERHNLE VST, &KIE4
RS ENTVWAOT, BRI L THEZMT L2TER 62, SEITERE T
LTWARWDT, #%IEEEL CHRXOEBREHB L, SHICEREZRDDS I L HLE
259,
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T—_—_—

4-2 Rl sy O S B A

4-2-1 HPLC )zl 3

< B OB >

BHHOBRNZITol, BEFHEIZSWTHEL, MeOH @ KIZ20T, 80: 20 2056 50 : 50
FCO 4 SOBIMAERES Lz,

FORES MeOH : /K = 80:20 ~ 60: 40 THIELI-HAE—2 RHE>TLEU,
MeOH : /& = 50: 50 B b RS A LD T, ZhiciheE L,

b
¢1)
(2)
PN
\
/L/l I e (B3
' Ill /\
P | ! I'\ \ (4)
A J\ J \ I .
f T T T r
0 5 10 15 s T (min)

Fig.3 HPLC chromatograms of aglycones using ODS-2 columns
(1) 7E R P7onxy R (3) 7 b REEHH U L-#sdh
(2) A2 /=it Y7o Xd R (4) T F G286 U U-ks sy
a acetone, b limonin, ¢ nomilin
j

|
|

(5)

(6)

(7)

(8)

1 I

. A R.T. (min)

20

Fig.4 HPLC chromatograms of aglycones using ODS-2 columns
(5) 7 bttt KRE (7) A% 7 —NRGEEBE LT LS
(6) A% /=4ty 7&K53 (8) BiZAKICRIT T oo & THlELT- kR
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WHH T LARAWT, EHEHO Y E=OBRFFIT8 . / IV T 13~14 £ THER
anie,

Fig.3 lcix. VE=r& ) IV UOHERENT,

Fig.4 (Zix, VE=r L0 bRV RN THEH S 2 KBRS PR TE 1,

F, AL oHL CERREA L Lizb o (8) IHMRRIFMN 4 DRIl Z Eh b,
INGIRKEERS THAZ L PR TE L,

ASEIOBEEIIAY ) — N EKODUEREERIZLDIE 7O T, SH%ITZhoftic, U
VEBEREETREANICTE b= FINANRETHLRMTLOELERDHDEAS D, Fl, #T7 LD
ODS-2 #Z LATLOREELTWRWD T, YAFALD T AREDABEEE X TE SIS 4HEE
REZ LT T ZEOEELELE ), £ Thid, REETOEGDHGEL TEH7E55,
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4-2-2 TLC Wzizfs 5

Table 2 Rf values of limonoid aglycones analysed by TLC

RIE
VE/)A4 RKT7ZYay R I
ln 2b 3c
UE=ir 0.304 0.289 0.492
TEN 0.233 0.288 0.533
Ty . p ¥
AARY) v . - .
TEMANMY ooy g 0.900 0.893 0.928
0.784 0.423 0.751
0.639 0.327 0.589
0.569 0.246 0.476
0.493 0.148 0.299
0.332 0.096 0.185
0.283 0.047
0.208
0.121
AZ =N Yoo Xy kg 0.905 0.406 0.781
0.784 0.332 0.603
0.719 0.251 0.521
0.608 0.132 0.473
0.498 0.057 0.306
0.292 0.195
0.248
0.206

T bt KE
A& =i KiE
7 oRitHiE 2 S H LT Uiz d
A& ) — R Z S H UITH L& &

0.122

“Cyclohexane-ethy! acetate (2:3).
PMethylene chloride-methanol (49:1).
‘Ethyl acetate-methylene chloride (2:3).

NRVSTERL S O BEBAVSIN 3 TS, /KEEMERR S O RN 1| FE TR L. “hbi

XEBEIZ L,

R (1) o REMEIX. VE=1 0304, /I U 0233, FULFL ~RRY D
SNEAR Y bW dote, TR MBS KB, A Y 2 —hiE KRG 9 ReRET

i, —HFHBUMENBNTEY, XMEE biE< . HBEREIC HER TV,
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RO (2) @ REMEIX, VE=2 0289, /I VU 0288, TUVFy ~R~RYD
VIEABE Sy hRhoTs, TR oY KB TR TE, AF /— N K
@it b ROHER TS, BRES2{ BN TRLT, XEMEL bRV TN TR, b
BELHEY L Bok, TNIZREMICAND LEHDNBEANTL X - 7272 ¥ OEHH
AL EZONSNEMRELE (1) THEREMESRNTWEZOT, BEOEMRNRI 7 oo 2
By 2H )= (49:1) TYVZ7ra 22 rOWMANBH40 CLEWZ b, #ELT
WABIICRATLE o= M LEZELONDS, SR IDOERTITIHEEIRRILLRNWE D
WCLRBSLELELEES,

BRI (3) @ REfHEIZ. YE=2 0492, /U 0533, FUVFyr ~ARYY
VAR Mot Tl Al KB AF /—ARhEY KREE 6 ARER T
f, REITTHIEF—Z X BTHME L ITR2 0 | SEEREL RIS (1) 13X
L idehote, ZOZEhb, SBRIRAGEE (1) TR LTWDORRWESZ 6N
Da

F  AARY DR FY X UP—Y v ERETREBARRLENRZD 20T, TLC
FlL—ph (BEAVRE ) RZKREBAIOVWTHRN L THALERHD LE D,

KBRS OBHRBE CIET—Y /B0 EL ., RIfEZROBHZ LT TE b o,
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et i e A i e

4-3 B {bER Iz DWW T 2129
4-3-1 Gu{LfEM &1

AR OMPRARH MG T Y A PZ % . MIBAA 7 b3 — R & B ST R X 75
PAATOEEITT 5, Z OMBHE Fig.s (2733 & 9 ICIEE TS DI ERED & wide - 7- 55K
THLHB, RES ZDOOEFHIRT LT EMNIKD, 21, Zra—apberre
VBEECORKT, ZNIEREO EM BBZ0OLOTHS, F . COEALE VA —
RRALER R L ARRICTERNT HDRETHD, ZORBIZERE R L, 2O CHEE .
=ODANKRFNFE (-COOH ) #F-72 7 2 U BERBNLZDO T T URERS h Y 5
NR R (BELTC TCA Bl ) LIFTR TS, B=0BMIT Y = B % CUHE L
EAFDPOLEFZRIHL, TRICEERITRIALX -2 LIFY N+ OB T HEEL T

g
e 21
2 PR
i 2H i T, U
F TURL A S
s . ) 2H 0
Ce, P “ e Zaf
] 21 . 1
[ T y CoA
Cl, iz CO
LS S L e it M e )
EMERSE U TR TR
Fig.5 M o> 5%
5. MRS L 43 Anti-oxidant
bHH. MREEAHAST LR TWS, /Ql . ‘“\
= OMRRHOBICI 3 ~ 16 % OF 4’» S o o
MR A AT D, FRORBEEMNEES |0 1?\_ L Y— o
iar <0 ) % 3
Dt & IR S X o | <o\ B i -
: — L - ogenou
HRHAAHET B, o Y |

Thbbh b DES TiThh 5 Mo
TN A —RHHT & o TR L 7=iE Ml
EREERICRIAT 2GR bUSHRR, *
DIEEH B CRERIUS Y AT L AARFF LT
WbHDThD,

Auti-oxidant low
molecular welght
compound,

.'\‘
._\
~,
\“
B

/ Antl-oxidant enzyme ,’f .' ‘\Rm"“l P il
| { Actworgen | |
4| Chelating material

f( Nonenzymic protein ]

Detoxication enzyme inducer

L

(.\L'F;) Isothiocyunate
! - = | 4}

i * Harmful @/ Oxidase inhibitor

i ¢ f
Lo S |

o
_..._-f‘/f‘ . ‘ /
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Fig.6 Detoxication
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T

S ey T

e — P—

KN TRAT HEMEREHICIT

A—ri—FtX

i ERA K

— AR

EFRFNTI TN
Bdb,
Aﬁww?%oTwémﬁﬁ?ﬁﬁﬁmmﬁiiﬁ%ﬁf%Dﬁﬁﬁ%mT@mT@L
wﬁ%ﬁ%b\Eﬁﬁ%ﬁ&WﬁﬂEMﬁm%$Uﬁ<&wo:nﬂ%ﬁﬁﬁumgin
&wﬁﬁﬁxﬁwﬁé6ént0‘ww&wu;orﬁmﬂwﬁwﬁﬁﬁﬁa%gnaﬁ
HAZEGICEBRINEZY 5,
Oib:@EE%&%ﬁW%@@%%K@#B@%%%%&$ﬁ%%%—o%ot%ﬁ
ﬂ#.z—ﬂ—ﬁ#vk7:ﬁy(-m)ﬁ%¢¢rﬂ

O2+e — Qg-

:@R—ﬁﬂﬁﬁvFﬁﬂ%%ﬂ%%mﬁﬁﬂkmﬁ%ﬁﬁ?éﬁBﬁ&féo

202+ +2H20 — 2H302+0s

é%u\%@ﬁmwzﬁﬁ@%ﬁmﬁLtﬂﬁf%éﬁ#ﬁ%mﬁﬁﬁﬁimﬁme
—m®$ﬂﬁ$ﬁﬁwmﬁﬁmﬁbﬁﬁ%ﬁtbu\%Mtﬂﬁﬁ;ﬁ®$$%ﬁ<ﬁb\
BOSHER < 72 0 ok~ EMOTEERE R A5, AN BT 5 & BT
Ti(%&féwﬂzwﬂﬁﬂﬁﬁﬁ&énR\W%R%ETétFU#Vﬁﬁﬂwﬂ\
zwﬁ—ﬁ#vF¢-Eﬁ&%%ﬁﬁ&ﬂ%%t&%%@&%i&ﬂ\%Kﬂ&t%ﬁ&
#$UBﬁmﬁwﬁmﬁ%ﬁﬁé%ﬁﬁﬁuimbf‘ﬁyﬂyﬁ$DNA%WMLtUﬁ
Hemib L33,

Oz

MEEE, 5 OFE R TEVER# & A—
R=F X FF L RALZ—F (80D ) % .
N 27— ¥ ORNBERCES (T A Radical oxygen 0 1

BYAT DIMED TS (Fig7),
L LR TIGB R A b L 2 0B R

LEWE, A A ADKIC 5 % 5 B8 Hatn

IR D | TEHEB 0S4 R RN H 2

T DLW L TH R g, gt

7R ¥ OIEFIAHIM LT 5, A’A
H20

Mitochondria

Energy

Fe)

O2

Fig.7 Radical inhibitory effect
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L0, AERICLBMES AT LA~DEREEY, haT )4 FRTSEI AL XD
BRYCRREZTMT HZ L THHITE 3, T2bbRFLRBITEME % 45T 2 k(b ik
ATHD, ThoRMITER, R TOBARKESCHOEM & LTERMICAVWLRE,
MEPEZ NS ZEF T 2 RGOS EFEBRTH 2 LICE D CTH B 2 LR
S>TERY, BlAE. AnT /A4 FiZEHAHECE Sh3 RN E c— EEBE g
HHEBEEANERL, RY 7= ) —MER, 70— VRBRICEL SENBABEOHT( =
THRIAFR) T A== F XV FREDTINNMIHT IEEERBER ShTun 3,

T8, FlZ T/ v—T 7N —IR I L —7ORTFPOIRND v — FAA M LB b e
ABRHDZENERSN, BOATHYE/ A FREIZOWTOERPER SNIEH TS,

Bx DER LIZPTREFPOY E/ A FIC b FAREBBIFHNR. in vitro TR 257
S IEERBRERELUTICRET., ThbORBRTIL. IBEMRUKEMY £/ 4 FOER
(BT B LB S 2 A THD THE L TWA,
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4-3-2 BEEAEMDE T DU\ T 23,2426,
P’AHY

RABY o HELPBEARTREESND VYR THD a WX T OM Ty (3
%) ) hpofHEhd, BETE, SOD HFEHEEACRT LAX—{ERR EMFED L, 1Lt
b, IR L~ EMEERHERBROBRL LTERSATWS,

A Iz iScutellaria bacalensis) Jaicalir 74 WU
HOOC =
HO—~ A/-O. j
0 L
HO o PN -9
il |
I

T Fig8 /<4 %Y+

T AN, KL AR REICHEEL, MR EH T AT, £y I
CoZtThd, BFEIXILEDOZ L4 T, DAIIARIERZTR SR, £ERICEBITAE
IRHERE IR A ERER & U CHEBMEERI R H Y | KRBT VAL OO ZR LT, EF¥IE
T ¥ OIREYE T P VRIREB OB AICLBEE L TRY, 7V —F VhEERRA
FOABEEFARBOBEL LTERAEhTW5,

CH,OH

HCOH

-

HO
FRIE FigQ 7Aar e g

MEEIEL PO PFETCHEENI Y VHOSFEESAMERED THY . KIEHRH
%, W CORMEL LTERAIhTWS, 362, /vy FEEFETh 362
EHELTRY VafEL v bVWERER D, BT 4 MEOMENHR S, HEbiE
R 7 VA X —EAR EREHEBESRTEY, SEx=XFmFPDY € /4 FEFE
LR BT hDigE L LCHER L,

BRI G R1 R2 R3

Mogroside IV — Gic%—-Glc ~Glei—-Gle =0OH

MogrosideV —GkP—Gle | —Gle—@lc | —OH
]

Siamenoside | —Gle - Tic?—-slc —0OH
-]
Gle

11-Oxo- —Glf—Gle | —Glc2—@le =0

mogroside V o]

i . Gle
Fig.10 FRUCREREE
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B

4-4 = ZRL-FHh A 00 45 RETE M 374 0 fis B

4-4-1 SOD BEEHEMEHER ( NBT #: ) =
4-4-1-1 NBT 0 Ji

FRRIC K o CRESND A—N—FF ¥ FT7T =4 0% SOD ( Z—rS—F % KF ¢ 2 A
F—E ) Lo THMT BIEMREY R A BET. XY FAKRYF oA —EHR
ERLCA—R—FX Y FT=F U BRAETE, R LA A XY FT =g g
FTH=rr7N—F +FY Y IAh (NO+TB) %852 L. VRN YR T AN, K
JSHERIZ SOD REFET B L A—_—F X3 FT7 =F > O—ifi H,0, & O, ik FBb & h,
VRN O EL TS,

LIeHinT, R=~—FF Y F7 =4 & NOTB & ORIGICES< RN ORI
REE%, WRIEEE 560 nm CHIE L, HHRLGKE LTS 0 Y v fivwe, Rbkho SOD 7E
HEZRD S,

xanthine
Oz 20, NBT formazan
H0, 20, NBT
uric acid [
SOD
0O,+H,0,

Fig.11 Evaluation of SOD activity
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4-4-1-2 SOD BRIEMEVE sABR R 2

NBT iEA V., A ¥ a~— MEEE 25 C. WOLERIER L 560 nm, EHFEGHEIIE
IS Y R FHOTET 272, Fig. 122 SOD BiEHAER SR o> 7' 7 7 %77 L {22,
Bl Y o 7 N T,

Standard
100.0%
100
=
— 80
=2
)
=
2
oo 40
=
=
20
0
0 50 100 150 200
Sample concentration / ppm
NBT Method
standard reagent : Baicalin
temperature :25°C
ABS : 560nm
-+ Baicalin. —* Gulcoside , —* LuoHan Guo. —— Limonin

Fig.12 Evaluation of SOD activity

Z O &Y 2 7 A COMBIEREANL, /54 4 Y >1% 100.0 % ( 100 ppm, 150 ppm ) |
SR T 38.2 % (200 ppm ). B 31.4 % (200 ppm ). U =4 24.7 % (200 ppm )
Thot=, B v 2NOHMEEMEIRERMAI RIS L ZOY P TVRIELRZTRT,
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. 4

4-4-2 B bk 2529
4-4-2-1 @B ACE I LA AR o i B

SOD MA—/—FF Y RT =4k L TCCEILBBLARFEE L4 T7—¥ (£
NNF X —E ) Sl LT K L BRI T A ER

H2Os2 + Ha02 — Og + 2H20

i KRB OERERIRZ LT E L, R L LTS A Y U ERAWTRENS L 2 @8
(LARZEDORD W ICEE 727 nm THlE L., VB o@E bR EEE A2 RD S,

4-4-2-2 iEEE bR B 1 B SR

A ¥ 2 ~— MREL 3T C. WOCENEBEIE 727 nm, A8 EIT A B Y & FHun
TiT 7=, Fig.13 IS@BLAFEN EERRRO 7T 7 2m L, HeliTmg=e, ity
NRBE 2 RT,

Standard
100
-4
. 80
.2
£ 60
=
2
a 40
=
- 20
0
1] 50 100 150 200
Sample concentration / ppm
Hydrogen peroxide sol.
standard reagent : Baicalin
temperature : 37°C
ABS :727 nm
—+ Baicalin. -* Gulcoside . —* Luo Han Guo. —- Limonin

Fig.13 Hydrogen peroxide inhibitory effect
FORER, BY TN TOMGIREFMEE, S4B Y 12926 % (10 ppm ) . Bk

97.3 % (100 ppm ) | #EHAIL 96.5 % (200 ppm ) . U-E=2F—24.5% (200 ppm ELF )
Chotc, 77y INOEAITMHRESEA R EN L TV I A PRER 7T,
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4-4-3 DPPH IZxd 5 T ¥ A A EAER kR 2
4-4-3-1 DPPH \Zx54- % 7 ¥ H Al L5k o J i

F TN T

7 Y= HhN (iR ) RENRRIIEECIRE, o HERE L CEER S
B, AR A HERL LT A S A S FE ARSI — EER S Faxo 7 0h4 (-OH )
[ S R SIS IR EDBBMEBUG AR Z Ly I AN, IFE_NVA XYY
T N AR CRBLIR T 2 A LERT 5, ZoWENREAR L EHEEOREEIC L Y E 5T,
IS & HBE LR AT EOBREIC L REES RO, Mile, BEEROMBERICRE 2 X7 LA
HRORR ERE, ZI7ANMERGES ( BFHLETCROTWHRET) 250 TFEIE
T, —BOICEARERDETHS, THBEFERHOOTHMOMT 2L sEnl ¥
BUSHEA R,

DPPH 22T *Fig.14 {2 DPPH (o35 7 P W ERIEZEZ 7T,

DPPH (1.1-Diphenyl-2-picrylhydrazyl ) X §7% EOERT S hO—ETHY, T
ANDOPTHLEDOTRERT IAINT, BROAORMTHD, TRICHIERENALE
BAKBFERL, ZTNTIVAINERD, ZTHIKTPANAANR D —2ERSHE 5,
Fiebb, BRI EE LSS D EANBEFRLRE LIEETRERYERALLS,

DPPH (o4 5 7 VAl EERRERIC W T

A G ) —AZEE LT DPPH (SERUEHEICE BOUG S &, B> DPPH # &% Y6H 520 nm
CHE L, REO T UM AEERE R, WREMES RBHIF Y, FOMERITES
A, EHEHEITT AL ErEE AV,

- A
radical scavenger |

Fig.14 DPPH (=135 7 ¥ W W EBUER
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4-4-3-2 DPPH W% T ¥ % /Wi FAE I ABREE R

A ¥ ari— MRIEEIR, WM R RIE 520 nm, BEHTILT 2 24 LB
WCiT o7z, Fig.15 & DPPH (Z6T 27 VA NHEERRBRO 77 725 L, g
B, RhLY o T RIE R R,

Standard
100 e e = - =
98.2%
S 80
2
o 60
=
-2 51.3%
;§ 40
o=
=
= 20
0 1 [} | 1
0 50 100 150 200

Sample concentration / ppm

1.5%10-4 M DPPH methanol
standard reagent : ascorbic acid

lemperature : room temp.
ABS : 520nm

~* Ascorbic acid , =~ Limonin , ~ Gulcoside , ** Luo Han Guo

Iig.15 Radical erasure action for DPPH

T ORER, BI T A TOMBIEESMEE. 7 A2 8T 98.2 % ( 100 pm, 150
ppm ) | #EBRIT 83.5 % (200 ppm ) | EHEAIL 53.6 % (200 ppm ) . UE=1151.3%
( 100 ppm, 200 ppm ) Th o7z, By INOEMETMEIREHESTENE L E0Y LT
I %R,
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4-4-4 F o 7 —PHREEERE 0
4-4-4-1 F v ) — P ERPERE O FEL

AF=UIHOVWT  *Fig 16 ICEMIC DWW TRT
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= Ascorbic acid , ~ Limonin , * Gulcoside , * Luo Han Guo
Fig.18 Tyrosinase inhibitory effect
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Fig.19 Separation Analysis of yuzu seed
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\Limonin  Limoneate A-ring lactone / \Limonin-17- £ -D-glucopyranoside /
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[ i it S "
[(‘ % o l\ C e | | l
“_‘ J/ i’AI B ‘\/“t]}/ﬁ __’f ‘;L .
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Nomilin R,—OM R,=0 Ry=H Nomilinic acid Obacunone lchnngmaln
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[ Active dependence on Limonate A- , and D-rings. J

Fig.20 limonoids in Citrus
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BRb7kat L ERICE X DIRNBER O SOD @ & 5 720 % 2SEBHAIC b 5 B 0 d Znre, FEHEl
ISR H Y o bl d LTHRD Y= RGBSR 0 OB % F =, A<
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MR L, HBMEIE B ME ShTlY, YE/ A4 F7Z Y arnhch ikl EhT
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HERREPEOPTHERON ST LR Sh TR, BRETETLHHA LD
ToHDH, Ll SOD HRIEHEER R TR Lol U2 BbiAiL, ~ OMERIC b ISt
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34



ppm & 200 ppm DOFRFREH &4 < TEWF eV, LA LECEHARL 100 ppm T3 Cloig
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M D Z ENBFhoi,
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HTARAanEr g (EZIC) 2RV, HBE L THED Y E= 0 L fRIEEE -,
FORER, TRAANERRTIEIFE 100 % OMElELE27 L, BT IZE» 2005
oDDY E=rE2DT N ERILEEEGT A LRBOhotz, ZhbD T ks MR
(BT 7V ANVESMI bR H L Z L3 oT,

Furr—CHEGEEEHRR TR, Fol 2B L LTAT= V48T A3F 2y
FT—ED@HEEMHITE D0ERTZ, ZOWRRTITEEYHIC T R aL e, ikl L
THiRD Y =2 LREERER V., ZORE, BAYERH BT A a0 BIiTIEE
100 % DHERBALIIA, YE=V MR, ERFEEO-Ph b2 BHE LT
ZEWRgols, TOZEnL, EAPIIMETERWZ LRS-,

* Table 3 Bioactivity evaluation

- inhibition ratio (%)
Examination item

yuzu seed
Standard Limonin Gulcoside Luo Han Guo
Evaluation of SOD activity 100.0 247 314 382
Hydrogen peroxide inhibitory effect 92.6 -24.5 973 96.5
Radical erasure action for DPPH 98.2 513 53.5 83.5
Tvrosinase inhibitory effect 99 .4 -78.1 -101.1 -31.7
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Fig. 22 The structure of Limonin
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LA MBRBEOREEH ) OBRELZRFONfREE & MlaEel s 2500 58 HERIC
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RERETEOT CLEBBR LN T LA SN TELT, HETLE TH@MiRbO
T D, LivL SOD KEIEMMERRER CRL: Lo syiE Li-AlliAiE, = ORI S ITiT
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MRS R LRI BIER 25, 7 S U A NIRRT 558045 S 1 T B, = o
L RERMET 7Y 2D ARE DEICER L TWA EEDRTWAA, ABRY DY 2
W/ XU ERECRERIZOL T TIEH 2 WEMHERSBO LN THWE = L g, DD
BOFE RIS HIEER H DO TR W EEZ T,

4[5y BE U T kiSRS HPLC R TLC TEMEL, HPLC CHAD T ACHAD Y
T2 RPN 8 2, / Y LA 134T, HhH LB 4 Diig s -
D EARPERRS T D Z & BEHHER TE /2, TLC TRUIREMERD 24003 % BB <138
SROATE T, KBRS & /0BET 2 RO CRI T TWE 2 & B kR4 T 5
DI EBEHRSNE, o, IH-NMR CHEOMBINRY —2 R TE - b o
bR RER L RGE LEEM L7z, LarL, HPLC OFERD S Z ORI ZRIE T 4 FE -
DEGBA>TND I EBYHLNILIR T DT, ARIZINSERM LRI LT &
BEAERE L hiEi b,
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o " . _
\.-.‘.."“ . e " L-,/h L= \
oy i 1 N
« TD° ~ RS (I
.—\-/-\.‘_/\ i ! Al "‘/—\_-B Ty “I
% B B| v i|><\‘ i o J\ 2,1
Nomilin R;=OAc R,=0 R;=H Nomilinic acid Ob Tehang,

17- B -D-glucopyranoside
Deacetylnomilin R,-OH R,-ORy=H

[ Active dependence on Limonate A-, and D-rings, ]

Fig.20 limonoids in Citrus
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AREHERARBRIZ OV

SOD HRIEHEMERBMER CIL APICRAE LIz A—/S—F %2 F (Or) %@k b feg
(o DRPNEESE O SOD @ & 5 224 & SEFEHAIC b b B0 2 HeRT 5, EHEmEIc <4
AY e LTHRY T=, BEREMVVL, Ve 3fE, OEWIEEIZS L.
HMEERRBESNTEY, YE/AFT7ZVarofhehitE SNTWESThH
%o ZORBRTEIREEICIE, PURBMEIER Ca o T A BEURIC IS 5 BV EER H Y |
SHICYE=V LD UK L3 EOEWIEESHER S,

R /K SV 25 VR A RUBR C BRI SOD Ol & |2 & » T LB bk 5k & B
RIS DN E 7 —ELRICME LT ANEMEBT S, ZORRCHEEYEIC AL D
Y, HBE LTHIRY = LBEBE LAV, FO/EY T= 10134 < MsivEmE 2
Roniehofed, MR LEHAIT 100 % ([CEWETHEVIBIEEAR L, 2R
BRI OB LY €= LEREIZ Y SAVBREE R 100 ppm E TORSER LA
27DOT, %L 1560 ppm & 200 ppm OFEREEH & 22 < TRV ALY, LA LEDE I
100 ppm DR TY CICMBEBOMBILZBL TWD 0T, EEEIC I AL NS
ARELTHDTISEWEERH D = L BB s,

DPPH (X9 % 7 VA NMAKEMERRE T, BBEICBREUNO 7 Y —F Cha L
THIHIWER 23 5 02 MR T 5. Z ORBRCIIMEEMEITIZ— R0 b HERLIER S 0 5
NTWETAaANELE (EZI2C) 2V, ke LCHIRY =2 L SEE4 A
oo TOREHR. TA2NVEVBHTIZIE 100 % OFIELR L, EEAITRBERICIIE
Do bDDYET=2 % EEBEMERETHZ EBERESNE, ZROHDOZ L bEREE
RICETHTVANUMIORERH B LELLNS,

Turr—ClEEEHEARR T, AR TFa s 2 BT LTAS =4 A5T
DF T —EDME Z M CE 20%ME Lz, ZOMEBR CIHEEMEIc 7T 2Ral ey
B, L LCHRY E= LBBREL AV, FORE, ZADERERSA TS T
AANEVBIZIEE 100% OEERALZLNEZOICH L, VE=r, MR, ST
THROLEEELTWRWI LRHRINE, Z0Z Lhd, EEfLERYR g
XnWEZXbh5,
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Table 3 Bioactivity evaluation

inhibition ratio (%)
Examination item

yuzu seed
Standard Limonin Gulcoside Luo Han Guo
Evaluation of SOD activity 100.0 24.7 31.4 38.2
Hydrogen peroxide inhibitory effect 97.6 -24.5 97.3 96.5
Radical erasure action for DPPH 98.2 51.3 53.5 83.5
Tyrosinase inhibitory effect 99.4 -78.1 =101.1 -31.7
=N '
4]
Tumor of oral eavity L‘i/ @)
i e
@J uk ’g ol & 2 CHAOH
3] —~ = \ 3 " y"u,““ = . e T \
\\-“" . Dl o B| o 0, coah H ,/I
>0 . = O — Ol
[ B | @ Limonoate A-ring lactone ¢ |
b o 3

Effect order of the ".\u
anticancer activity  le/

- Y -"‘\
I-:.;"' (2N *-,./(Lﬂ L\-rn il i i T T
L ﬂﬁ L o sl i o A
e T ey, g o Kok X >
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o A P R

b Nomilin R;=OAc R;=0 Ry=<H

Li . Limonin-17- 8 -D-glucopyranoside
imonin

¢
\—/

Nomilinie acld
hangeml D yl lin Ry=OH R,=0 Ry~H Obacusone 17-8 -D-glucopyranoside
0
- 2
: e “u
o e o
o Q
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n>K\ ] Y L
0
Ichangin

G-keto-Tfi-Deacetylnomilol

Fig.21 limonoids in Crtrus

WFRORBTHEEAL LTEALELOELRL LY 4 BOEA-TWS EBbh
AOT., "6 THREBTAZLIZLYVEVWEERELATWAD), FHiZFDI 5
OERPDITEHWEERH Y, ZOLIRERBBLAT-ONERLNCTIEDICL, 4
#®iIzTEOPOS FHEE, BRL, HERNTAILERHLLEXDL, £, ZhbOR
Bab, EEHALIEENEY = 2B ATEERE A L. £OBEITEVREEER A H
BEVDHDRTWABHEEICICHT 2 bDTHholz, Fi2, ThbidFn o —EHREENE
[HOWTIHEL RERDP -T2 Eh b, LARETHRIBMETE LV L Bbh bR,
Bl BE0T (- B A TEMERE RS, 7V —F UhAACH L TV R LiE 2 A L CWhWaA T &
NIERATEZ-OT, fiBEWEL L THIHTELAL ) S L RAMERLETHS, LLED
ZENBHEMAA FTAD—DTHLAAFFPOY /A FEIR. BT 7Y 2w
T2V —Ade e LT, KEHOBREEIFY A Z2RR2EL LT, TRENOFMEE L)
L7, RdhRRBEEE A2 PIRE T @ISR OB E L L ToSARRWICHifSTE S
LiEwmoTbhi,
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fEAS%E 0340122 HIE K8

el 3ilslee]

AE O EERHEE T, KV T /A FCh HEMEESHILE C &7z, Mt 7 ik
SONHERERIE LT, BWEEEMARE, ThEa~XT T 2F /1
ONEICHIHEE TV, JERIEEHEY T /A4 FEHBEELThbYs/na A F bk (1:1) ©
KBERSINT KIS Y €/ A FERHHT 5 FkE Loz, S 2 TATV b U Eixsri
SN OEMIRO L — FAA AL R FIECH Y . ECEBEO D2 WIREEDTE
HERSBREN M TETWB EBbhs, ZOY— FAA/AVRICHETHLTWARLD
AR TEHICER L TV A0, SEBRFNLTHELLY,

KIZT & b T AT TFHHER 1 DIRTFEER D # i S &, EBEE07 7Y 2 &4
WL, 7 brE0iEDIENA Y ) — VT, 2 X THEILERVOT /Y ar LT
OEEEESBE L, T F s 2 F = ARICB W TR e — CEEERE 21T
A%, fhid 1 BB odhitEE e 2 B UAMOMBEEZ 5T TR ERB Lcw, Y7nm
mAZYEK (1:1) CORBETIR., 2 AfMFRIIEEhLAkETI7aa X i OFRIC
WMOERTEROT, Tzl 7l LTRSFI LTV, SEEFMETVEY,

BB AT B AN 2 7 0 BRI BT 720 T A AL TLE ) 0T, HRFPZARL— b
SEABIITFAIRVFEVCEEL, WEERBCHES LRV ORNBERICER
T5, Blo, ThoZBHRIEELELEOLOZFRICHT LESREE T OTERET
B,

AEHE L b ORKEL DT T, ~F VUi, 7 by, A& 2 —dhil
M. AL A F L oA, KEBHBO 5 S THY . TR EDERITE T TWRWED,
BYOEWRAELE L, ERL, EREZ@D, FBEMERSD & KBRS O BBEREORE
ATUNZUY,

Hhthi DT

WBra~ /77 4— (TLC) TEREREL LTHEOYE=, /I Y2 FUUF
. ~NARY DURHRTERE, ThOEFAWT, ERMERSORBEELZ LI Y 3 i
BIR U, KBRS O BEBELRF AL 2—T 57/, 88% Bk, K (5:3:3:11)
TERR L

TLC . MRS DRMANR Y 7 n~ndt v LB T, BT Y7t
2 TONBERLER L Do T-0 T, Zib ookl 4 A ErEE— F VA IR ERR S & 4
MO LWEIE O Tl W LERITE 5, SBRIITNEZEE X TERtEHKS © TLC TD
RO OBRBM 21TV v,

KRS Th B EDT— Y 7B B LB EEEREET oS Eh b T—Y ¥ 7L
TE o, ZOZEHEKEERSORHEDT— Y ¥ 7 %P <lo b ICRBEORN %
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TV, ZIRBBETVWREWER S,

Fi- YU TNDRBFECBNTAARY TR0 Y wyFopz—) v b AETIESE
6 Lo fod T, HEAV MEHRSL RERMORBEECOWTHRN L THILEN
HhH LB,

A n= h 757 4— (HPLC ) (£2WTid, W2 < bW 7 ACEEMRD Y
FTov b )Y COREEEN SN L 13 ~ 14 DKo T, SHIC, il LTHLRIKE
PERE 4 DETHROREERE T2 LB THL YV E=/ IV I DKL
BTV THD D LR TE I, AEH, SWCHWEBHREA S /- LKROERE
P it DI OTHROBRMET H, B 3mM U VEIC 16% T b= h YR
Vo BB TIAD . BOEOREARNZLICEL QWK IF Vs Moot
B LTVEEY, &5IZ4E ODS-2 77 ATHMERIToeds, TNLADA T AR
L LT, YIS T LERWVESEER, 717 AOREEE X THBEERE & CTRMERS
OHEEER JOEINATE 5 L#fFT 5,

2 R OIEE P

SOD BEMEARB TR, KN TRELILA—A—FF Y FERA——FF LV FVRL
F—¥ (SOD) L\ EHEERO N TCEBLARICEX A@E 4, Rz bkt U 7zElhl
Kiz Y SOD & FROMERRH B 1B D T DICHRBRET o7,

BEMEAEY ERE T, SOD 0% 2 k- TRAE Lk iE L4 7—8 (5E
DEBTIZNAF Y —EERRAVE ) WKREBRICEZHEE 2, Flcbofth U7
fEEIC L B Y T—F L FBOERNR D HDTRD DITRREIT 27,

b ORBTITEER IS AL B Y 2V, BREHEATIRY T=, BRRREE. =
ZEETFHs B I L7 Bl E CATE MM 21T o 72, £ O#ES SOD #RIEHRMER CIREREIT
Y= FOEEREE A L. BIURICICET 5 b0 o, BBREKBHERRTITY
FEo T < MEERNRR BT, REE L ECHEAIT. 11T 100 % KA R L, BFE
IR R ICITET 2GRN H D Z L b o T,

DPPH (84 5 TV NAEEERARR T, FRORUNTRET L7V —F VANV
DBEEAE R, -ORBRTIIEEDEICHBERARMLATWET AV E VR
(E#3IvC) BV, REHIHRY T=, MEERNEE, = XfF5 bt UcERE
CIEMEE ol ER. TAILEVEILIEIE 100% OMEBIRER L. ISR
R EEEAICIIEA RO, VE=VEEEAESEZETH I LB ol, TRDOD
S ENBL TN L TCOMEEMERSH D Z BTN T.
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Table 3 Bioactivity evaluation

inhibition ratio (%)

Examination item yuzu seed
Standard r Limonin Gulcoside [ Luo Han Guo
Evaluation of SOD activity 100.0 24.7 314 38.2
Hydrogen peroxide inhibitory effect 92.6 -24.5 97.3 96.5
Radical erasure action for DPPH 98.2 513 33.5 83.5
Tyrosinase inhibitory effect 99.4 -78.1 101.1 -31.7

SEIOEBR LY | F bl Ltrﬁammciiﬁﬁﬁifﬁﬁ?ﬁﬁ LTwWa, LasL, &
n%m%ﬁﬁ$MU%:y;Utk@éﬁﬂ%%ﬁbfﬁ@%ﬁ.ﬁ%Ltm%WTWE
ﬁﬁ%%ﬁw.ﬁﬁ%w%w&ﬁ%ﬁwMLﬁmLtm&%ian

7 LBl kL o Y= EE AL RE A ENG MBREE S o vitro
TOEMERFM ATV, 2% HERD S 200 %t LTy VE T, T B DEFE R 1T R e 0g
RICBAL T, @ VAELEE 45 - L BHERTER, choor LD, aXfrho
U%/%Fﬁmﬁ%ﬁ®7¢9:y&m@ﬁmEEWW%n%nmﬁﬁ%mmL\ﬁ&%
= 3K dn e YiRJAL TN ST OB REMER ) & LTOISAB RO DA,
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9.

—tl
—

SODERIEHIERARBRORET — &

GHRFE

i (%)

= =

(St—Sb) /

(Ct — Cb) x 100

St: %4 TFNOTFA L (FHVrF oA F—EEmM ORCE
Sb: ¥ INDT Ty (Y oFoAdxsd—FERMN OWNKE
Ct:aybha—n (rFAofbh &G KEN,
¥ F oA —ERM ORKE
Cb:arybo—ADO77ry (7 AOb 0 IZZREKEM,

XV T UAF A —FERMN ORI

YT N4 RABY
4 EE (ppm) St So Bt Bo = (%)
10 0.228 0.158 0.245 0.006 68.8
50 0.448 0.449 0.216 0.007 90.8
100 0.478 0.425 76.3
150 0.560 0.514 79.56
200 0.647 0.480 70.1
R3] 0.231 0.007
##% £ (ppm) St So Bt Bo it 2 (%)
10 0.251 0.166 0.227 0.009 67.2
50 0.449 0.436 0.224 0.020 93.8
100 0.472 0.520 87.9
150 0.497 0.546 87.7
200 0.545 0.607 80.5
15 0.226 0.015
% 2 (ppm) St So Bt Bo it =E (%)
10 0.252 0.193 0.265 0.002 67.2
50 0.468 0.460 0.255 0.007 96.9
100 0.423 0.474 87.9
150 0.508 0.535 87.7
200 0.534 0.544 80.5
Y5 0.260 0.005
% FE (ppm) St So Bt Bo N (%)
10 0.238 0.166 0.199 0.006 63.5
50 0.422 0.386 0.207 0.006 81.7
100 0.440 0.439 99.5
150 0.491 0.483 95.9
200 0.509 0.491 90.9
S 0.203 0.006




b b i o

L e

SODFRTEMHERARBROYET —#
Y IN4

% £ (ppm) St So Bt Bo I (%)
10 0.208 0.018 0.216 0.007 8.9
50 0.217 0.063 0.216 0.008 14.1
100 0.313 0.118 24.9
150 0.337 0.174 28.3
200 0.396 0.257 33.3
i 0.216 0.008
% £ (ppm) St So Bt Bo i EE (%)
10 0.217 0.021 0.204 0.012 3.2
50 0.252 0.076 0.220 0.007 13.1
100 0.284 0.127 22.5
150 0.340 0.204 32.8
200 0.405 0.255 25.9
ey 0.212 0.010
T FE (ppm) St So Bt Bo IR (%)
10 0.228 0.019 0.212 0.007 4.5
50 0.236 0.070 0.211 0.008 18.6
100 0.250 0.127 24.9
150 0.318 0.185 34.8
200 0.397 0.253 29.4
Sy 0.212 0.008
i B (ppm) St So Bt Bo il (%)
10 0.226 0.021 0.213 0.008 1.4
50 0.257 0.071 0.217 0.006 10.6
100 0.304 0.122 12.5
150 0.350 0.191 23.6
200 0.407 0.251 25.0
S 0.215 0.007




SODARTEHEAEARBROBIE T — ¥

VoIt V=

1% FE (ppm) St So Bt Bo £ (%)
10 0.183 0.007 0.230 0.007 18.7
50 0.175 0.008 0.216 0.006 22.9
100 0.199 0.026 20.1
150 0.187 0.019 29.4
200 0.238 0.075 24.7
Sy 0.223 0.007




SOD#RIEMERARRORET — &

VTN R

#E (ppm) St So Bt Bo MR (%)
10 0.234 0.023 0.246 0.010 14.4
50 0.205 0.022 0.264 0.007 25.8
100 0.206 0.036 31.0
150 0.207 0.045 34.3
200 0.201 0.060 42.8
L) 0.255 0.009
# E (ppm) St So Bt Bo P EE (%)
10 0.207 0.012 0.255 0.005 13.6
50 0.181 0.018 0.255 0.008 2379
100 0.193 0.032 31.0
150 0.174 0.045 33.5
200 0.182 0.067 42.1
) 0.255 0.007
5% £ (ppm) St So Bt Bo iR (%)
10 0.199 0.010 0.219 0.008 12.7
50 0.186 0.016 0.231 0.009 21.5
100 0.183 0.032 30.3
150 0.189 0.043 32.6
200 0.181 0.054 41.3
T 0.225 0.009




WERIEAKRHERBRORET —#
<EHEHE
Mbl% (%) =

{1- (C-D) / (A-B) } X 100

A FEEEEOFEEEZD 727 nm TOWEEE
B : BEHEEIE ORERTD 727 nm GO i
C : EHAR DR G D 727 nm TOWEEE
D : BEHER O R ARTD 727 nm O

YT LB Y v

0.132 -0.002
& 0.149 B -0.002
A 0.1405 EH B -0.002
BE (ppm) | WHEC | WHEED (W= ( %)
0 0 0 0.0
10 0.004 -0.002 95.8
50 0.022 0 84.6
100 0.034 -0.003 74.0
150 0.068 -0.004 49.5
200 0.08 -0.005 40.4
A 0.1405 ) B -0.002
BB (ppm )| WEEC | BEED |[H=E (% )
0 0 0 0.0
10 0.004 -0.002 95.8
50 0.019 -0.002 85.3
100 0.029 -0.003 77.5
150 0.059 -0.004 55.8
200 0.078 -0.004 42.5
A 0.1405 ¥ B -0.002
BE (ppm )| WMKEEC | MHEED |WE=E ( %)
0 0 0 0.0
10 0.007 -0.002 93.7
50 0.023 -0.001 83.2
100 0.038 -0.003 15
150 0.065 -0.004 51.6
200 0.08 -0.002 42.5




) A 0.1405 ¥ B -0.002
BEE (ppm) | WkEC | Wm¥eED |mis ( % )
0 0 0 0.0
10 0.004 -0.003 95.1
50 0.018 -0.001 86.7
100 0.021 -0.003 83.2
150 0.064 -0.004 52.3
200 0.08 -0.004 41.1
¥ A 0.1405 ¥ B -0.002
BEE (ppm)| WHKEC | BFEED |[WE=E (% )
0 0 0 0.0
10 0.005 -0.002 95.1
50 0.023 -0.001 83.2
100 0.037 -0.003 71.9
150 0.053 -0.003 60.7
200 0.054 -0.004 59.3
Yot
#E (ppm )[#HIE (% )
0 0.0
10 95.1
50 84.6
100 75.6
150 54.0
200 45.1




EBLARHEERBROBET — ¥
Yo T4 B

0.125 0.001
A 0.134 B 0
JH) A 0.1295 ¥ B 0.0005
B (ppm) | WHAEEC [ BHXED [HHE (% )
0 0 0 0
10 0.152 0.015 -6.2
50 0.104 0.071 74.4
100 0.137 0.137 100.0
T A 0.1295 I B 0.0005
WE (ppm) | W¥EC | BEED [#EHE (% )
0 0 0 0
10 0.106 0.016 30.2
50 0.096 0.072 81.4
100 0.147 0.147 100.0
A 0.1295 ) B 0.0005
PE (ppm) | WEEC | B¥ED [ME=E ( % )
0 0 0 0
10 0.132 0.015 9.3
50 0.098 0.046 59.7
100 0.14 0.125 88.4
) A 0.1295 S B 0.0005
BE (ppm )| WHEEC | WBHED [#EE (% )
0 0 0 0
10 0.106 0.016 30.2
50 0.089 0.073 87.6
100 0.142 0.137 96.1




A 0.1295 FH B 0.0005
BE (ppm )| WHEC | EED [#flE (% )
0 0 0 0
10 0.155 0.016 -7.8
50 0.102 0.0756 79.1
100 0.146 0.137 93.0
]
#EE (ppm )|IHIEE (% )
0 0
10 30.2
50 80.6
100 97.3




WRIEAKRHERROBET —#

VNG )E=

0.114 -0.001
A 0.124 B -0.003
g A 0.119 N B -0.002
BE (ppm )| WHEC | WHED MR (%)
0 0 0 0.0
10 0.126 -0.001 -5.0
50 0.165 0.015 -24.0
100 0.181 0.042 -14.9
A 0.119 EH) B -0.002
BE (ppm )| WKEKEC | WHED [MEE (%)
0 0 0 0.0
10 0.136 -0.002 -14.0
50 0.16 0.013 -21.5
100 0.175 0.031 -19.0
Ty A 0.119 ) B -0.002
BE (ppm )| WEEC | BEEFED [ME=E ( % )
0 0 0 0.0
10 0.199 -0.001 -65.3
50 0.17 0.011 -31.4
100 0.183 0.032 -24.8
A 0.119 ) B -0.002
BE (ppm )| WHEC | BKEED |[#FEE (% )
0 0 0 0.0
10 0.146 -0.001 -21.5
50 0.173 0.01 -34.7
100 0.198 0.031 -38.0




T

SEH A 0.119 EX) B -0.002
WE (ppm )| W C BAED [l ( % )
0 0 0 0.0
10 0.142 -0.001 -18.2
50 0.162 0.009 -26.4
100 0.19 0.038 -25.6
Sty
#E (ppm )= ( % )
0 0.0
10 -24.8
50 -27.6
100 -24.5




WERILAKRHERRORAET —#
WAV AR 3§

0.133 -0.001
A 0129 B 0
¥ A 0.131 ¥ B -0.0005
PREE (ppm )| BNEC | WHRED |MHIE (% )
0 0 0 0.0
10 0.109 0.002 18.6
50 0.006 -0.001 94.7
100 0.007 -0.001 93.9
150 0.006 -0.002 93.9
200 0.006 -0.002 93.9
) A 0.131 ) B -0.0005
HE (ppm )| WYEE C OEEE D |HpHIE (% )
0 0 0 0.0
10 0.094 0.001 29.3
50 0.035 -0.001 72.6
100 0.009 -0.001 92.4
150 0.003 -0.002 96.2
200 0.002 -0.002 97.0
ALHg A 0.131 ¥ B -0.0005
HE (ppm )| HIEE C WHEE D [IEER (% )
0 0 0 0.0
10 0.098 0.002 27.0
50 0.033 -0.001 74.1
100 0.007 -0.001 93.9
150 0.003 -0.001 97.0
200 0.002 -0.002 97.0
5 A 0.131 ¥ B -0.0005
BEEE (ppm ) | WEYEEE C WEE D |1 IHIE (% )
0 0 0 0.0
10 0.102 0 22.4
50 0.044 -0.001 65.8
100 0.006 -0.001 94.7
150 0.002 -0.002 97.0
200 0.002 -0.002 97.0




¥ A 0.131 £ B -0.0005
#E (ppm )| WMYEC | BAEED [WHE ( %)
0 0 0 0.0
10 0.101 0.002 24.7
50 0.037 -0.001 74 M
100 0.007 -0.001 93.9
150 0.002 -0.002 97.0
200 0.001 -0.002 97.7

22
B Cppm )| #HIE (% )

0 0.0

10 256.9

50 75.7

100 93.8

150 96.2

200 96.5




DPPH IZ%T 5 7 P NHERBROBET — ¥
GHAF B

DPPH#EE (%) = {A—(B—C)} /A X 100

A : 1.5x10™*M DPPH methanol %if 7520 nm T O W J¢: £

B : SABHAT D520 nm T O W ¢ FE

C: REHRIRE A ¥ ) — /D RIESEIED 520 nm TOWE B

Yo TNE T Rany sk

T ( ppm ) A B C BHEE (% )
10 1.524 0.027 0 98.2

50 1.524 0.026 0 98.3

100 1.524 0.027 0 98.2

150 1.524 0.028 0 98.2

200 1.524 0.027 0 98.2

#E ( ppm ) A B C PAEE (%)
10 1.565 0.028 0.001 98.3

50 1.565 0.027 -0.001 98.2

100 1.565 0.025 -0.002 98.3

150 1.5665 0.027 0.001 98.3

200 1.565 0.027 0 98.3

#EE (ppm ) A B C PRESE (% )
10 1.5624 0.039 0 97.4

50 1.524 0.028 -0.002 98.0

100 1.524 0.029 0 98.1

150 1.524 0.029 -0.001 98.0

200 1.524 0.03 -0.003 97.8

B ( ppm ) A B C PHEE (%)
10 1.565 0.028 -0.003 98.0

50 1.565 0.031 -0.005 97.7

100 1.565 0.025 -0.003 98.2

150 1.565 0.027 0 98.3

200 1.565 0.027 0 98.3




#EE (ppm ) C PHEE (%)
10 1.524 0.028 -0.002 98.0
50 1.524 0.028 0 98.2

100 1.524 0.027 -0.002 98.1
150 1.524 0.025 -0.002 98.2
200 1.524 0.03 0.001 98.1

)

HE (ppm )| FAER (% )

10 98.0

50 98.1

100 98.2

150 98.2

200 98.1




DPPH 1239 % 7 P NHEERBROJET — ¥

VoI  EBEHE

#E ( ppm ) A B C PFHEE (% )
10 1.401 0.711 0.017 50.5

50 1.401 0.761 0.05 49.3

100 1.401 0.826 0.153 52.0

150 1.401 0.878 0.234 54.0

200 1.401 0.948 0.296 53.5

#EE ( ppm ) A B C PEER (% )
10 1.401 0.713 0.012 50.0

50 1.401 0.772 0.079 50.5

100 1.401 0.834 0.147 51.0

150 1.401 0.902 0.214 50.9

200 1.401 0.943 0.284 53.0

¥E (ppm ) A B C PHEE (% )
10 1.401 0.71 0.013 50.2

50 1.401 0.765 0.065 50.0

100 1.401 0.798 0.151 53.8

150 1.401 0.891 0.215 51.7

200 1.401 0.945 0.2856 52.9

#EE (ppm ) A B C PHEE (% )
10 1.395 0.719 0.016 49.6

50 1.395 0.767 0.059 49.2

100 1.395 0.84 0.138 49.7

150 1.395 0.889 0.175 48.8

200 1.395 0.942 0.292 53.4




ﬁ—_‘

#EE ( ppm ) B C PEEER (% )
10 1.3956 0.71 0.012 50.0
50 1.395 0.767 0.075 50.4
100 1.395 0.833 0.145 50.7
150 1.395 0.887 0.215 51.8
200 1.395 0.947 0.327 55.6
#EE ( ppm ) B C FHEE (% )
10 1.395 0.708 0.02 50.7
50 1.395 0.758 0.073 50.9
100 1.395 0.825 0.167 52.8
150 1.395 0.895 0.234 52.6
200 1.395 0.956 0.3 53.0
S
B (ppm )[PAEE (% )
10 50.2
50 50.1
100 51.7
150 51.7
200 53.5




DPPH |=3%f9 3

FUINHEERBRORET — %

LR TR =%

£ ( ppm ) A B C PREE (% )
10 1.452 0.726 -0.001 49.9

50 1.452 0.699 0 51.9

100 1.452 0.696 -0.001 52.0

150 1.452 0.719 0.006 50.9

200 1.452 0.714 0.012 51.7

P ( ppm ) A B G P (% )
10 1.464 0.729 -0.001 50.1

50 1.464 0.731 -0.001 50.0

100 1.464 0.718 0.005 51.3

150 1.464 0.731 0.015 b1.1

200 1.464 0.732 0.01 50.7

#EE ( ppm ) A B C PFEEE (% )
10 1.452 Q.71 -0.002 51.0

50 1.452 0.726 0.002 50.1

100 1.452 0.716 -0.001 50.6

150 1.452 0.72 0.002 50.6

200 1.452 0.713 0.005 51.2

%% (ppm ) A B [ FHER (% )
10 1.464 0.72 -0.001 50.8

50 1.464 0.724 0 50.5

100 1.464 0.717 0.005 51.4

150 1.464 0.719 0.015 51.9

200 1.464 0.732 0.01 50.7

B ( ppm ) A B [0} PHESR ( % )
10 1.452 0.71 -0.002 01.0

50 1.452 0.726 0.001 50.1

100 1.452 0.716 0.004 51.0

150 1.452 0.72 0.005 50.8

200 1.452 0.713 0.009 51.5




#EE (ppm ) C PHEE (% )
10 1.464 0.726 -0.001 50.3
50 1.464 0.699 0.001 52.3

100 1.464 0.709 0.003 51.8

150 1.464 0.718 0.014 51.9

200 1.464 0.705 0.0012 51.9
D2

RE (ppm )|FEEE (%)

10 50.5

50 50.8

100 51.3

150 51.2

200 51.3




DPPH IZx19 %

GHEFE

— W

7

DPPH {HE® (%)

= (A—(B—C)} /A X 100

ANHEERBRORET — &

A : 1.5%x10"M DPPH methanol#ik ?520 nm C DWW -

B : RAEHAH D520 nm TOWHEEE

C: RBHAIKR L A 7 /) —NOERIBE VR 520 nmTOYIELE

YT TR

#EE (ppm ) A B C PR (%)
10 1.524 0.027 0 98.2

50 1.524 0.026 0 98.3

100 1.524 0.027 0 98.2

150 1.524 0.028 0 98.2

200 1.524 0.027 0 98.2

¥ ( ppm ) A B 2] PBHER (% )
10 1.5658 0.028 0.001 98.3

50 1.565 0.027 -0.001 98.2

100 1.5656 0.0256 -0.002 98.3

150 1.565 0.027 0.001 98.3

200 1.565 0.027 0 98.3

#E ( ppm ) A B C PEESE (% )
10 1.5624 0.039 0 97.4

50 1.5624 0.028 -0.002 98.0

100 1.5624 0.029 0 98.1

150 1.524 0.029 -0.001 98.0

200 1.524 0.03 -0.003 97.8

J#EE (ppm ) A B C PFRER (% )
10 1.665 0.028 -0.003 98.0

50 1.665 0.031 -0.005 97.7

100 1.6656 0.025 -0.003 98.2

150 1.565 0.027 0 98.3

200 1.665 0.027 0 98.3




HEEE ( ppm ) A B G PLEE (% )
10 1877 0.645 0 53.2
50 1.877 0.548 0.003 60.4

100 1.377 0.429 0.006 69.3

150 1.377 0.326 0.01 77.1

200 1.377 0.24 0.01 83.3
SEEY

PAEE (ppm )|PEEE ( % )

10 52.6

50 60.7

100 69.6

150 77.4

200 83.5




Fuo v r—PHEEEERROWUET —F

GHEFE

PSR (%)

1—(St—Sb)/(Ct—Cb) X 100

St: ¥ FADTF AL ( Fusrh—EHEm ) ORE

Sh: Y orFNn7T7rr ( Furr—CEEN ) OWEE

Ct:avhra—nA ($rFAnRbyicy 7 —AEN ) ORNE
Cb: avba—nD77r7 ( Fuirb—EERN) OWICE

SN  TAaNE B

e

Ct 0.103 Cb 0.005 Ct 0.101 Cb 0.003

# (ppm ) St Sh PRER (% )| |[#E (ppm) St Sb FEESR (%)
3 10 0.155 0.002 -56.1 10 0.145 0.003 -44.9
F 50 0.005 0.001 95.9 50 0.007 0.002 94.9
100 0.005 0.001 95.9 100 0.006 0.004 98.0

150 0.002 0.003 101.0 150 0.003 0.003 100.0

200 0.002 0.003 101.0 200 0.004 0.003 99.0

Ct 0.1 Cb 0.002 Ct 0.082 Ch 0.001

i# (ppm ) St Sh PEESE (% )| [#EF (ppm) St Sh PHERE (%)
10 0.144 0 -46.9 10 0.127 0.001 -55.6

50 0.004 0.001 96.9 50 0.006 0.001 93.8

100 0.004 0.001 96.9 100 0.003 0.004 101.2

150 0.001 0.001 100.0 150 0.003 0.003 1.0

200 0 0.001 101.0 200 0.004 0.003 98.8

_ Ct 0.093 Ch 0.001 Ct 0.077 Cb 0.004
% (ppm ) St Sb [HER (%)| [#E (ppm) St Sb FEEE (%)
10 0.13 0.003 -38.0 10 0.128 0.003 -71.2
50 0.004 0.002 97.8 50 0.006 0.005 98.6

100 0.003 0.002 98.9 100 0.008 0.005 95.9

150 0.003 0.002 98.9 150 0.003 0.005 102.7

200 0.004 0.002 97.8 200 0.005 0.004 98.6

#E (ppm)|BEEE (% )

10 -52.1

50 96.3

100 97.8

150 83.9

200 99.4




Furr—PRERERBOHE T — 5
VTN R

Ot 0.074 Ch 0.002 Ct 0.019 Cb -0.001
' 0.062 0.003 0.06 0
¥ Ct 0.068] ¥ Cb 0.003 S Ct 0.06 ¥ Cb 0
% (ppm ) St Sh PRESR (% )| [ (ppm) St Sh PHEE (% )
i 10 0.113 0.019 -44.6 10 0.134 0.011 -105.0
_ 50 0.176 0.08 -47.7 50 0.2 0.086 -90.0
J 100 0.254 0.167 -33.8 100 0.281 0.162 -98.3
il 150 0.41 0.318 -41.5 150 0.412 0.284 -113.3
200 0.471 0.318 -135.4 200 0.445 0.332 -88.3
|
: Ct 0.074 Ch 0.005 Ct 0.031 Cb 0.002
0.065 0.004 0.031 0.003
F Ct 0.0695[ # Cb 0.0045 ¥ Ct 0.031 ) Cb 0.0025
= ( ppm ) St Sh PHEE (% )| [#4EE (ppm ) St Sb PRESE (% )
10 0.135 0.024 -70.8 10 0.093 0.011 -187.7
50 0.205 0.08 -92.3 50 0.145 0.075 -145.6
100 0.281 0.157 -90.8 100 0.228 0.144 -194.7
150 0.386 0.295 -40.0 150 0.343 0.29 -86.0
200 0.416 0.325 -40.0 200 0.424 0.318 -271.9
: 0.067 0.003 0.031 0.002
[ 0.068] P 0.003 Lt 0.031 ©P 0.003
F1 Ct 0.0675| T Cb 0.003 Gt 0.031 ) Ch 0.0025
( ppm ) St Sb PAEZR (% )| [#E (ppm ) St Sb PFREZE (% )
10 0.132 0.018 -76.7 10 0.094 0.011 -191.2
s 50 0.189 0.079 -70.5 50 0.147 0.08 -135.1
100 0.265 0.151 -76.7 100 0.234 0.155 -177.2
L 150 0.404 0.308 -48.8 150 0.354 0.293 -114.0
200 0.463 0.316 -127.9 200 0.434 0.327 -275.4
BEE (ppm)[PEEER (% )
10 -112.7
50 -96.9
100 -111.9
150 -74.0
I 200 -156.5
J




Fr i —PREEERRONET —#

Yo INEG  VE=
= 0.091 0.005 0.091 0.005
Gs 0.084] ©CP 0.003 Ct 0.08a] ©P 0.003
¥ Ct 0.0875| ¥y Cb 0.004 ) Ct 0.0875 ) Cb 0.004
L (ppm ) St Sh PSR (% )| [#E (ppm) St Sb PHE=ER (% )
! 10 0.156 0.003 -83.2 10 0.159 0.002 -47.4
r 50 0.145 -0.002 -76.0 50 0.163 0.006 -47.4
[ 100 0.18 0.018 -94.0 100 0.176 0.02 -46.5
I 150 0.159 0.02 -66.5 150 0.184 0.042 -33.3
[ 200 0.218 0.072 -74.9 200 0.227 0.045 -70.9
-
1
0.081 0.001 0.077 -0.001
Ct 0.092] ©CP 0.002 Ct 0.071 Cb 0.004
E¥ Ct 0.0865| ¥ Ch 0.0015 ) Ct 0.074 15 Cb 0.0015
# ( ppm ) St Sh PHESR (% )| [#E (ppm) St Sb PHERE (%)
10 0.146 0 -71.8 10 0.131 0.003 -76.6
50 0.145 0.003 -67.1 50 0.149 0.011 -90.3
100 0.177 0.022 -82.4 100 0.176 0.028 -104.1
150 0.163 0.03 -56.5 150 0.211 0.045 -129.0
200 0.195 0.054 -65.9 200 0.214 0.079 -86.2
I~ 0.096
. -0.002 0.084 0.002
e 0.099] P 0 o 0.002] P 0.002
¥ Ct 0.0975| ¥ Ch -0.001 S Ct 0.088 S Ch 0.002
%ppm) St Sb PEEER (% )] |[#FE (ppm) St Sh PRER (% )
| 10 0.156 -0.001 -59.4 10 0.125 0.002 -43.0
L 50 0.165 0.005 -62.4 50 0.141 0.007 -55.8
L 100 0.161 0.028 -35.0 100 0.166 0.022 -67.4
150 0.159 0.033 -27.9 150 0.212 0.039 -101.2
200 0.247 0.05 -100.0 200 0.217 0.07 -70.9
HEEE (ppm )|JEESR (% )
10 -63.6
50 -66.5
100 -71.6
150 -69.1
200 -78.1




Fu v —PlREEERROWET — ¥

Yo TNE R

0.363 0 0.363 0
Ct 0.343 Cb 0.001 Ck 0.343 Cb 0.001
0.403 0.003 0.403 0.003
| E¥ Ct 0.370] ¥ Cb 0.001 ) Ct 0.370 J#) Ch 0.001
VE (ppm)| St Sb_ [FMEE (%)| [#E (ppm)| St Sb__ [HEE (%)
¢ 10 0.478 0.01 -27.1 10 0.443 0.005 -18.9
3 50 0.479 0.004 -29.0 50 0.467 0.009 -24.3
t 100 0.486 0.016 -27.6 100 0.475 0.018 -24.1
r 150 0.513 0.023 -33.0 150 0.487 0.024 -25.7
: 200 0.534 0.031 -36.6 200 0.496 0.03 -26.5
Ct 0.368 Cb 0.001 Ct 0.368 Cb 0.001
& ( ppm ) St Sb EER (% )| [BE (ppm) St Sb FHER (% )
10 0.459 0.005 -23.3 10 0.454 0.011 -20.3
50 0.499 0.009 -33.0 50 0.469 0.014 -23.5
100 0.507 0.016 -33.3 100 0.467 0.024 -20.3
| 150 0.496 0.025 -27.9 150 0.488 0.03 -24.3
; 200 0.53 0.033 -34.9 200 0.5 0.033 -26.8

|
Ct 0.368 Cb 0.001 Ct 0.368 Cb 0.001
¥ (ppm ) St Sb PHEE (% )| |#4E (ppm) St Sh PHER (% )
10 0.451 0.006 -20.8 10 0.443 0.006 -18.6
50 0.476 0.009 -26.8 50 0.478 0.014 -26.0
L 100 0.506 0.017 -32.8 100 0.494 0.026 -27.1
L 150 0.501 0.023 -29.8 150 0.512 0.027 -31.7
200 0.527 0.033 -34.1 200 0.517 0.033 -31.4

)

#E (ppm )[HER (% )

10 -21.5

50 271

100 -27.5

I 150 -28.7

! 200 -31.7
|
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