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ABSTRACT: Objective
stability. Methods

To construct a delivery system loaded with quercetin (QT), enhance QT’s solubility and
This study used soy protein isolates (SPI) and fucoidan (Fuc) as raw materials, and constructed
composite nanoparticles using the pH-driven method to encapsulate QT. The different quality ratios of SPI-QT-Fuc
composite nanoparticles (SQF NPs) were evaluated based on particle size, potential, loading rate, embedding rate,
freeze-drying reconstitution properties and microscopic morphology. The physicochemical properties of SQF NPs
were analyzed using fluorescence spectroscopy and Fourier transform infrared spectroscopy. The stability changes of
SQF NPs under different environmental conditions (temperature, light, salt concentration, pH and storage time) were
investigated to simulate gastrointestinal digestion and evaluate the gastrointestinal stability and bioavailability of
SQF NPs. Results
(-33.14£2.35) mV, and the encapsulation rate reached 80.05% when the SPI/Fuc/QT mass ratio was 10:2:1. The

The particle size of composite nanoparticles was (130.60+1.03) nm, the potential was

binding forces of composite nanoparticles with uniform size distribution were the interplay of hydrogen bonds,
hydrophobic interactions, and electrostatic forces. Compared to free QT, composite nanoparticles significantly
enhanced the solubility, photothermal stability and gastrointestinal utilization of QT. Conclusion The composite

nanoparticles, built upon SPI and Fuc, significantly improves the solubility, stability of QT, and will provide a

FH1TE

promising avenue for the efficient application of QT in the food industry.

KEY WORDS: soy protein isolates; fucoidan; quercetin; pH-driven method; composite nanoparticles

0 51 &

Hit 2 # (quercetin, QT)J&—FZRILEM IS, L
B AP T AR BRI R N VR —Fh IR B0
RN, QT W W VR4 SER . A . ISRyl
2 NRBEA S, 80118 40 B F0 s L R 40 o AR S AR,
AR G E MY SRR E,
X N AR R AL, BB RS, QT Rk
WA SRSy R EE ARG TR, HAaPua
PoRP HrEAR . FRabE . BT BRI 2 R
FRAEFH, 706 fd R = 25450 A T R A b I AT & . QT
B ZREMTaeidE s, HKEEZE . bR ERARE .
R, X FBELAEYRAEAR, X3 QT 7
T ReE S RS 2540 )12 AR B R HRR D

F g8 2 BV O g K G B A 3 T A
MR R AUORIR R, R SR IA M . SRR IR
g, AU Ty RN A, R, RREWE
FBT-Z2 W A 2 R B R (0 2R AR A | 2B v e A 1 55
DL A 32 G0, 20 5 E N BT LUE S #a AR A . S
MBS B HT AR R, F T B R P Ao ik
UeAh, EAR-Z A R WA N T EMRED iR
fief s JEEU V54508 . K G 43 ES  [l (soy protein isolates, SPI)
B RRRAS . B IR AR R AT PR K v v
WWEN, s pH 44T, | sk
FERRIR BT, ARBERIERE N, S KPS T A R
KEIAHEAE U0 peah, fEkvE R, SPLHA W EYE, fE
H 42T BRSNS E BT A N I R A A4, 1 Sk
0 EL A K T K T R R A A e T s

(fucoidan, Fuc)!"SUZ—Fifi i B AT AU BTIR (b 24, HAPIA
b B BB SEVE, e 2Rk i g s iz o
ITSEAE, Fuc 4 & IR ELA W BRI TIRFF B8 . (R 90 BI%iE W
hRE, W RE YR B A ERP IE H A, T
SPI #l Fuc KR udt QT MK AU KRt /DA 5T HGE .

YT, AUFFELL QT K et N RS,
FKRMRNA . S EFRMER SPT A ¥ 250 R/ Fuce
H IR, SRAT pH BRZhZH QT AT A AL EL A B 40Kk,
HETI TR ARl 25 T2, XTRRIR S5 | FRAb AR |
Rt e BRENEERTIEN, PR
QT 78 R B 2540 11 T3z I, F P2 HE RS 309

1 MRERE

1.1 #RE5IR

SPI. i#&EHT4$(3500 Da). f#EE (1250 U/mg)( - IR
A MR A PR FD); QT(ZEEE 97%) . MHERER (4= Hridl) .
B H AW IE>3000 U/mg). Fuc(Z4ifF 98%). mMif 80( L
A EMAEACRHCA R A F]); TOKCEE . S, Bk
BRI ATAl, 2R AE R RIAT B FD); AR (NaOH,
W 1 mol/L). ERMRHCL W 1 mol/L)(FYIT AR
AR
1.2 UFE5EE

ZSU 3305 YHKHLEE 73 BT AL (T [ B /R SCIHAARH AT
FRATD); V-32 iR 51 (¥ E Grant 24 F]); HH-6 fH kK
WO N FE AR L3R AT FR S W), FD5-48 H AR TR HL(SE
GOLD-SIM 23 1)); SG 3-18K 5 205 34 R B O ML (1 [
Sigma 2\ #]); PL600E/02 Ji 43 2 — K -(Fis M it Fl &
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i, A SO R R IR T B 5 1A WA R ORE A ] 2 S AR 75

oy, F-4600 43 F 2920640 66T . UH 5300 240300
[ (HA H LA R, ZQTY-70F &R 2R H R
T AT PR AN H)); NICOLET 6700 {df B A8 #2141
%4 (2% [E Thermo Fisher Scientic 2\ #)); ZF-7C =443
WA AR R AE AL BS 3 A FR 2w, CT 78-1 W Jitsi
ACE M T S K B B IER)); SB 25-12DTS AU
FEIEVENL. SCIENT-1ID 8 75 i A O BRAILCT O 2 A2 )
B PR ED); JSM-ITS00 14 it 7 2 s (FE s Rk (A )
BHRA A .
1.3 LWHEE
13.1 HMEHFRQT WAL MEE

H4E DI P R sk, s —a B SPLIET
EEFAKS, #4545 10 mg/mL i SPI %W, A 1 mol/L
NaOH #7357 % ¥ pH £ 12.0, 600 r/min 7% /73 £ 71 30 min;
FREL 10 mg QT MoK B i TI0K S BEH, ¥ QT %
WIAZE SPI ¥, #EEHHE 30 min i ZFIRE 5,
AI4% SPI-QT ¥ K Fuc WU SPI-QT %+, {# SPI
5 Fuc Wi LA 50 6:1, 5:1., 4:1, 3:1, 2:1, 1:1, 1:2,
WEOEHEEE 1 h, 1 mol/L HCL¥¥W pH A ZE 7.0, itk 1 h
JEBENT R, BREARGER QT MY, 8000 r/min &0
20 min, I4E FIEWA A T RIS SPI-QT-Fuc & & 41K
#L(SPI-QT-Fuc composite nanoparticles, SQF NPs), T
JEAIARRLE T 4 CCOKFAIRAE. JELIRIAR . 2R 5L
(polydispersity index, PDI) . Zeta HiL V. H5FR, %5 Fid Al
SPI 5 Fuc Fiidt X & & 9URREN . A Fue RIH
SPI-QT #4K7(SPI-QT nanoparticles, SQ NPs),
1.3.2  SPI-QT-Fuc f &% Kkt T EMAL

TERAHY SPI/Fuc R LR, # 1.3.1 Wi F 5k, FEH
Al S MEAE, LIAE 2 (encapsulation efficiency, EE)All
13 % (loading capacity, LC) N £H45F5, 5% SPI/QT R
R HL(15:1, 10:1, 5:1)%} SQF NPs RS20, i€ SQF
NPs H' SPI. QT MfmAE L.

FATEK IR QT ArifEdh, M BIHIA&RL 1. 2. 4. 6.
8. 10 pg/mL 9 QT RIIRHEE R . 7€ 374 nm 2L H RS
BE, LARUR M RS ARFR(X, ng/mL), WOGRE A ABFR(Y)
EAy L ARG ES

HRAE SCHR[241 )7 % SPI/QT A [a) 5 & Lo (1 4 K AL i
T ALE R R AME . B 1 mL BRI 0eKoRs 8O G
IKCERGBEZ S mL, MR 10 min, {99 PORHE5E 4
IR, 10000 r/min B5.0> 10 min, W FIEW. FILIMME
JEEETHAE 374 nm AL WOLEE, AR QT prukiz it
#., QT 1Y EE Al LC M I AR ()~Q2):

KR QTHI R / mg
JIANQTEE / mg
YK BRI QT & / mg < 100%

YKL S / mg

EE/%= x100% 1)

LC/%= @)

1.3.3  ## QT #h ke 22 AL 41k

(DL FMEIEm

PR T B AR G 5 TR AL S 0 K FH 24 B Ik A S TR
B8], RIFLLANERALAE 400~4000 cm ™" #4357 Bl N
TP, B 32 )k, DR R E R R E .,
Sy E SPI, QT. Fuc. SQNPs, SQF NPs 45 4L .

(Q)FIEIEIEI E

4 SPI. SQ NPs 1 SQF NPs % /i A 1.0 cm ¥ 3
i, RS FRIEIOBETTHE 25 °CF 75tk 4t
FIEFH . FENESHW T 25K 300~500 nm, #%
RPA: 280 nm, PEEETEE: 5 nm,

(3)F- At e

BUH il Y SQ NPs 1 SQF NPs ik, 2K FHzh A Gt
BEARM B DRI RIAR . 253 BUREUFN Zeta HLA . HL—E
AR E R METROA 20 CARIRIKAE PR, BEHHK
ARG BYLF T 48 h, BEIEAIIFAIREERB A K
R SRR L KB T2, FRIESORAT 1 min
S5, BRI E 9K R A . 2B BURT Zeta FL

(Ae: B T

% QT. SQ NPs. SQF NPs i&F & THEM I+, H3:
BFLIMNT TS 0, 30, 60, 90, 120, 150, 180 min, 43
SRS QT AR QT HIFA R, RFEH, HE—4A
QT. SQNPs. SQF NPs ¥ & T 85 °C/KiihiEH 0. 30,
60. 90. 120, 150, 180 min, 45 E#75S QT Fgh Kk
QT MR B R, RE R MAKXQG):

1R B R /%= % x100% (3)

K A AARRSAGBE YRR QT WG, 40 Ak
FRRTANKR T QT IR
1.3.4 Ao REkEB I A

HURTJE 0 SQF NPs Fl A B FKBMItMBREEER
B, SR FANKLIEE 43 B A3 328 Bh A B AR I 2 40K
WRLARIAE . PDI. Zeta BN, BEENFESTATIE 3 WK; ff
FHATH T S ABEULER SQF NPs HYTEZSHHAE, KA MRy oR
PTG hIRE, 7E 1 kV T UESRE S IESREEH .
1.3.5 ARG TN

(Ot E Mk

4Bl % 1) SQF NPs VMU E T 4 °CHOLAETE, 5
TE0, 7. 14 d J5HUE, EPRPUR R . PDIL, BEE
FRIAE 3 1K

(2) pH R xE T

J HCI 2 NaOH % /K SQF NPs ¥ i) pH 4351
F# 1.0, 2.0, 3.0, 40, 50, 6.0, 7.0, 8.0, MELEMAY
#if% . PDI.

QB FrRErk

il 30, 60, 90, 120. 150, 180 mmol/L % Z 4k
FER NaCLIEW, 504000 5 SR B M GRoRas WOR &,
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FEMBRIAE . PDI.
1.3.6  H &4 KA F i K1

Z8 CHENG %Wy i RS solt s ra Rk B i
B K 3.2 mg/mL B EES 2.0 mg/mL NaCl FHAFHIR
A, P pH b 2.0, RSB EW(SGE); Bl —E AR
U (SIF), SIF & 12 mg/mL fHREL . 8.8 mg/mL NaCl,
6.8 mg/mL KH,PO, .2 mg/mL B [, *Kf SIF ) pH K 6.8
# 20 mL SQF NPs AR &5 QT /il 558 (AR 1)
SGF {4, 1 37 °CIHIEFE R (100 t/min)FF 2 h, [H]BE 30 min
Bt 3 mL IRAY), #ME 3 mL SGE, 7E 374 nm FIE QT My
o 2h 5, WRAYIN pH N 7.4, 2k B, K 5%
TRFHEY SIF 14, ¥ pH JHZ% 6.8, 1 37 °CIEIEFER(100 r/min)
JBFE 4 h, [E]RE 30 min BUH 3 mL IBAY), #M5E 3 mL SIF, {RA
80 °C7Ki{ 10 min, 7E 374 nm TE FIFHK QT HIROLEE .
1.4 BUBRAIE

ARG A S g A5 R4 R SPSS 20.0 B TEL
oAb, 2 Student’s ¢ AIGIT T IEHAT IS, LA
- (E bR 25 2R IR Origin 2024,

ZRE D

2.1 SPI/Fuc AEIRELEXT QT EEHKAAIF N
S 2B AN [RS8 45 B 0 H oy 235 4,
WS E SRR . PDL. Zeta HLI{EZEVE )" A
SO Unp 1 FRR, B Fue MIBCRHTEE N, SQF NPs
FkifE R A BT, X AT BEEH T Fue 517
TET LT RO BRAR, T SPI ZEMyrh KB my sk, — ]
A F AR A A, B BRI S I B 219 Fue TR
WifE SPT Zti, FECkifemHE R, [, Fue A %E Rt 4y
A QT it Z it Zs (B FILs &7, JETH R &M
KRR E RS, AN, B Fuc SRLAYMEE, SQF NPs

2

A .
300 YRR 10.5
—=— SRS 04
250 + '
<E 3
= 10.2 &
B 100 0.1 E
10
-0.1

AS[E)JF i SPI/Fuc kA 44 Kk

& 1
Fig.1

B

M) Zeta HLOL X B 52 G GG H, i1 G 94K UK Y
FMA AT FE 232 Fue MESH] S BUR R Zeta FAALZEXHE
KF30mV B, —MBawilhthitase, PDHEB/N, KR
B ECE Ay . Ik, B4k SPI 5 Fuc AYHLBINR 6:1
B, ki, (A LXE/NT 30 mV, 255 Zeta HL
{if \PDI Bife =F 45, 24 SPI 5 Fuc (LN 5:1 I}, Zeta
L A-33.14 mV, PDI FRARIED, A&ESE 5:1 /BN
SPI 5 Fuc M fEE th, HH17/a8et—2 5%,

2.2 EE FLC &3

T WS GAAKIR R T QT Mk LC Ml EE, #5¢
TR SPT 5 QT M INEX QT FEE ARk K
EE #l LC.{# 4 e e 25104 QT # 374 nm
TR, RS QT AR E M &
¥=0.12722X-0.00595 . *=0.9993, 43HIMlE SPI 55 QT i H:
oA 15:1.10:1.5:1 I A2 G 9HKORLAE 374 nm ZLRWOGEE, 1t
B QT EE M LC.Z5 R U R & 2 7R, QT B9 EE 1l A 80.05%,
B QT B AR K, IR ERHT T, XIEH R
QT 4%, HHIAY SPI RESRAUEMBT /KM XA R, #id T
IR R R R B, DASC—35r QT 23l i sl W i SR A 7E
SPI %ifi, [AlF, 24 SPI 5 QT AUHERIELA 15:1 KR 5:1
i, LC 1 4.43% E T8 10.01%, XAl GEIH K T SPIIA i
Wb, BAEGURREEAR TR, MM QT gk iz -
Ft. i, £55 EE M LC WiE 45 Rik#E SPI/Fuc/QT Mkt H
K 10:2:1 475 5E SQF NPs 44bi il 4 FFSE

2.3 FT-IR 9%

SPI, QT. Fuc. SQ NPs, SQF NPs fJ£I 4Nk (& 4%
RUNFE 3 fiR. SPI AL AMEIEH 3295 em ™ /R F O-H
FIARIRSN . 2935 cm ' [T C-H (R BRI 45 %50, i
1650 cm™' Xth; F C=0 FLAIRBI(BERLTHT), 1527 cm™' 4bX}

B F C-N-H A5l R sh(BEEIH); QT 7E 3403 ecm ™' 4b

N[5 SPI/Fuc A 44K b
DD D D

Zetati{yi/mV

AR H SPI/Fuc 3 549 KRIARIAE . PDI FI Zeta HL AL (Y R0
Effects of different SPI/Fuc mass ratios on particle size, PDI and Zeta potential
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i, A SO R R R G B AR 1 R A R BORE Y ] 2 S A 77

100
84.14 114

15:1 10:1 51
AN B ik e SPI/QT A A 4l Kk

B2 AR SPUQT M4 94K KLi EE Fl LC (540
Fig.2 EE and LC of composite nanoparticles loaded with different
SPI/QT mass ratios

HRTEWR g, HAE 1170~1614 cm™ JEEAETEVF Z4HE
Wi, AR FME TS B M4EPR S, SQ NPs ' O-H Y Hifif
PRBHIEAE DA 3295 cm ' A8 3291 em™!, Wk T % 04 f A
1650 cm ™' 8% 1648 cm ™', FEHk 1145 BYUE(E N 1527 cm™
A5 1536 cm™!, XATRES SPI # QT ZAIE AL SE . B
JK AR AR AR A 5, AE Fuc IIZIAMEEH, 1646 cm™
Ak BT U R F C=0 AYZEIR ), 1260 em ™ bl
IHHF 0=S=0 M&adRzh, 1056 cm ' kb fiid o N+
C-O-C M 4idR3h; A Fuc J5, SQF NPs [ O-H fi i
BN 3295 e ' A5y 3280 cm !, LRI H 0 BT
FEH S8, SQF NPs Wi 11 B 1527 em ™' B &
1535 cm™!, X2 [F N SPI 5 Fuc 7] AT fEAE AL & BUAH HAE A .
It4h, SQ NPs Fll SQF NPs 44 K Jikr 19615, QT By K 24K
FHIEIEAE ARG R T, XA B SPI 454 AT,
QT 43 F-&5F h R AiF 35 T 1425 il R IR shB sz 21 1 Bl i
PR T BRI, W QT ML 5 B AR A K Ok

SPI

2 |
= 1665 4 \
= |SQN
=R 16?16 1; o 1056 336
\ \389
648 1536
2021
32f8() A 1390;1165‘1031
1 1 1 |1646 153% 1236 1 1
4000 3500 3000 2500 2000 1500 1000 500

W /em !
¥ 3 SPI, QT. Fuc. SQNPs, SQF NPs [{{# HL i Asis 1 s A

Fig.3 Fourier transform infrared spectroscopy spectra of SPI, QT,
Fuc, SQ NPs and SQF NPs

24 WRAINES

5 2 P IR B4 45 TR) 235 1) 1) i1 45 678 Ak mT ATEA SPI
Y5 QT Ml Fue & &-vE> 4 R & 4 /R, SPI7E 336 nm
A AR BRI TEAT S, S B K X e A £ S R 5 S5 A A [
APHEEY, 24 SPI 4R QT J, 336 nm ALZHLIE S I B
A, XN QT Al e St aiRskIE - A K 5L ™ A=
KM ARG, SPT I ZE 615 5 & A 15K . 5 SQ NPs
AHE, SQF NPs H SPI 1% A5 5 58 B ilF— 5 AL, X 136 AH
Fuc 5 SPI Z54 )5, SPI ME—4 B IT S B o RIG A 42,
X AT BB B Fue Wiy i faf R BRRR L A1 55 SPT iy I He
4 £ B BR AR FE 7 A AR LA P, 22 e A 57 e V6 P T
UE— PR SPL DA S om BT . AN, SPT e K& Sk K
PR AW BLR, St — R E (R4 & A5k,
SPI 4 FHi K FE A B R 2, MMl QT 4R AL T £ (45

At

7000

SPI

6000

5000

4000

3000

PR E

2000 SQF NPs

1000

300 350 400 450 500
HK/mm

4 SPI, SQNPs. SQF NPs %t tiE A
Fig.4 Fluorescence spectra of SPI, SQ NPs and SQF NPs

25 FTEBMSH

YKL VR T 2 AR AR R BE g T A
fl. SQ NPs #l SQF NPs % T /e R R HAE NN R I 5 Fim,
BRI 4 1 SQ NPs Fl SQF NPs ¥4 TAIX fa & ks, &
BIa, WEHBA BT NEREE, EKER T A5,
TCULIEF=

B 5 Bl R (A). YRT 48 h (B)FIF48UR (C)M KRS

Fig.5 Appearance of freshly-prepared (A), freeze dried for 48 h (B),
and re-dissolved nanoparticles (C)
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LU i) £ R T 20 5 A KRR R AR . PDI
Zeta BLAIARARAE DL AT 1(FR 1 FIR), T FAME) SQ NPs
R BT R £ P AN RRLAT T K, X PTRESE th TR+
fRil A SQ NPs ZA KT RAEFTE . 1M SQF NPs URTHij
Je AR R AR TE I R AR Ak, RILEGEKARI R IIA Fue J&
REAT R L AR AR, 9K BLIA WR T P40 U 43
fit%], SQF NPs (ke . Zeta MW 724k, PDI
45 AR B YRR 2 A4 F B A HORES .
2.6 HHMRRR

QT Z: 5 TR AIM AN R PR BE T it 1o ] Ay D2 10 o
fife, LI E L AME ST GORR QT R ER kIR
FEAARL B RFREVE R IR 6A FE7R, BESE 5N IR
[E I ANTIE R, 3785 QT. SQ NPs A SQF NPs H' QT #fi
VR BWTR [, SEAMEIR 180 min 5, %55 QT v QT YR
VAT 56.71% . T SQ NPs }2 SQF NPs FtI {5 B 44351y
72.77%H192.87%, VLUK QT AT SPI hAEAT R & QT
ke, XM T QT #itils, HAS AR C
5 SPI Wi K LA L5 4, INTKE C FRrp iy 1 o SE A 4
ok, EEAZEN LML, WA Fue 5, 2850
KA REAR Lo = O PR B e, F— B B R AT B A KR
PEIMEROR . PFaEtEg R A 6B FiR, fad#gbae
180 min Ji5, AT 4KAL IR B 32394 BT N 1%, (HAHE TiE
B QT, SQ NPs fil SQF NPs {4 R NI E, A
Fuc )i, 99KHKLIH QT AR B S AE Nt Bt b T B 1 s 2
1, XULHE QT iS5 BB ALY HAE IR 72 vh 254
AW . SQ NPs Il SQF NPs B 7EEEHMEHI 85 CHAMF T

MIRAER AT e QT A Fritm, SQ NPs 43l T
16.06%711 38.33%, SQF NPs M5 T 36.16%F1 50.47%.
2.7 EAYPKKNEIRE. BARERSHT

K PRSI BOCRLEE D SN RE 52 A GKBL I RLAR FH H,
i, SQF NPs [RIA2FHL A 5370 EIAN ] 7TA~B 7R, 9KHkL
- H 042 K (130.60+1.03) nm, RiARAMATI—, 4Kk
IR ZEIASE, PDI K 0.28+0.01, 44Kk F M 7, Zeta
HL(37 2 (=33.14+2.35) mV, FIREZH T Fuc RMMHRER L]
BT 25 B A WUk B BRI, (E9RRT B4
FNRARE . FRAESS RN 7C FR, A9k 2kt 5
AT I ZEERIEAR, WO AT R —, FEAR TR
PIFERE, TR NSOk A s R —3
2.8 EAMKRANNREMTNER
2.8.1 fEGRT SN

YR I AR B, ORI 2 TSR = A U, 4%
IR 25 & A ARk, A 39 b (0 395 B o0t 25 B B A
AT, KBTI 4510 SQF NPs 4K/ HUA R iCE T
4 °CYKAETE 14 d, 2053)T 7 d F1 14 d 230 B0 E QKRR
Hife . PDIFl Zeta HUOLHZARARIG L, PPN G 8 KBLI it
TEREE, @A 8 FiR & 8A Hal LIE ki i,
SQF NPs R/ AA7ERS TS R ke %A, X AT RE T4k 0
H 22 A L ATEL, 7 d N PDI G 248 fk, BRI 4K
RF L5 ET S . K 8B BN Zeta AN 4 X {EIE A
Bl A7 B ] A SE A TS TR R e, {HL 14 d J5 Zeta HLALIG AL X
AR T 30, BEHIAKBURAE 14 d IR E PEAT B4

F 1 FEEHIEME SN AIRIZE, PDI, Zeta B{I(n=3)
Table 1 Particle size, PDI, Zeta-potential of freshly prepared and re-dispersed nanoparticles (n=3)

e ki /mm PDI Zeta L il/mV
[a]8] o R v b 5 2 A
Bt il 2% PR 8L ek il 7% P HL S gk 1 7 FRAMHL
SQ NPs 99.70+0.92 106.60+1.23 0.27+0.01 0.29+0.02 —19.60+0.14 —18.45+0.22
SQF NPs 130.60+£1.03 131.80+1.77 0.28+0.01 0.29+0.01 —33.1442.35 —32.2240.19
A 1100 ¢ B 11001
100.0 100.0
90.0
90.0 |
o £ 800
& 80.0 F o
éjl; 8 70.0
% 700 x
[a o 60.0
60.0 | 50.0
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