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Multifunctional biligand gold nanocluster for detection of
pollutants in water and pH sensor

Jla-Ming Jhang, Tai-Chia Chiu, Cho-Chun Hu*

Abstract
This article uses ATT and CEW to synthesize nanoclusters with green fluorescence and
red fluorescence. The red nanoclusters have high affinity for mercury ions, with a linear
range of 10-250 uM, R2 = 0.9954, and LOD of 1.02 uM. The test paper also has the
characteristic of adsorbing mercury ions. The green nanoclusters are sensitive to pH and
Thiram. The pH linear range of pH is pH 2 — pH 9, R2 = 0.9972, and the Thiram linear
range is 5-50 ppm, R2 = 0.9945, LOD of 1.72 ppm, good recovery rate for real samples,
recovery rate is between 90.3% -110.7%, RSD is less than 4.9%, it can be dedicated to

the detection of urea in human.

Keyword : gold nanocluster ~ Bi-ligand ~ CEW -~ pH sensing ~ metal ions
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2of £ HWAE S 2-10nm A f bl F Sl B BEBRF TS
HEFR B RT3k cdok 3 F MALSE UV SR > §5 3 F by £

TR FIER R B F R ) ARk S 4 £ ez
CEB T kY §ALRE ARSI Y TR UV E
R ETS 0 € F % kehA 4 o (Yadav et al., 2020; Zhang, Tian, Huang, & Wu, 2020;
Zhao et al.,, 2020) - £ 2 Bk ehg =5 37 % 202 A DNA & 3o Jreng = o
REFHEHEPEI R | A F b o Ay P AP i E-3F-9 (Chicken egg
white CEW)# 6-§ 3&-2-£159 9t eitei(6-aza-2-thiothymine, ATT)fEfet % & & & %

Mo T L s ARt g iy

IR ¥ o

BRIy - YT FAPE Y G 0R0 o hr ha 3
£k (88%) Fl4b3: BAHBA LY 4 5 5 B F(90%) Fu Fenfiage § o
“ v F-v (ovalbumin ~75%) > “F#g 4k F-v (ovomucoid ~15%) - “F %k 3= (ovomucin ~
7%)% ' é F~(conalbumin ~ 3%) (Joseph & Geckeler, 2014) - 1p fia 2 w5 F-v 15 F 2
LIRS AP FRMES RS GE LSRR T F
PP R0 B A o Ul 6 R Bk o

- N 6-§ ®-2-F Bﬁ{vﬁv‘i (ATT)

NH

ATT 5% F #nfiiz [ A% > &ter NaOH 1 > N=N 1} ehmgt g 44 > 2% N
N H4E D FIRLOH F i B § %4 C=0 5 Fbit § 7% C=Sakoig % ATT B
def R 2 g 0 %A - fAE £ A i o (Dengetal., 2020; Deng et al., 2017) - F]pt &
FI* A grdger ATT 2 5 v iem P ATT 7 & B A4 gt A0 -
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2019 # % 727 g5~ & Fei Zhang %42 - Yan Li #3241 * 1 i F- § (7R A
- g B oA B A d F Rk 2 oF B B Eew 348nm o B if gt 625nm 0 &
F A % 5 3.95%; b HF 4~ & 250nm~300nm F v i o S P AL TR Y Rk
PIEfe o Fk B HPLC ¥ ehw fz s 4 2 98.5%~100.8% - OVA-Cu NCs 424 5
0.5~200 uM > HRHE*LE 018 uM; & % &)~ L ¥ ~ R~ FrFE v F A aw e oo
W T & 4 3T 96.6%~100.9% £ HPLC kiRl % 4p iy » 35 91— fA 1 H B a3 X k4
B ¥ fe - (Li, Wu, Zhang, Zhao, & Li, 2019) -

2019 # 2 A4 KEANF AR FLBRB - LA NFF HI s 2
F B A& B g >t 300nm o B i st 599nm ;s B 4 A2 5 20.3% £ o) '

BAERE o B AT 0 KR UO, 3 S » B AU & 20.4nM~9.74uM 0 R i
% 0.9941 ¥ 0.9909 » HpHE LA 6.1nM » £ ¥ § rxeitk BlF Y ¢ Gkt 0 B v ek
i %+ 99.50%~104.8% - fE W~ FACE E G EB M RR U0, T hz
& Bl % (Huang et al., 2020) -

2019 & Li Wang #4279 * aoeps v1— 42 & & ok apl 3 o B2 f e
FERRAE XN dban g 2 A BAE > BH 0 L1 Bfcis > @3B n
CD-AUNCs #7420 pt 14L& * 390nm jgcad & 3 = @B 3cs £ -~ B 5 Lys-CDs 450nm »
¥ - & 5 CEW-AUNCs 665nm » £ 4c » ng+g i€ 17 665nm Eud ki > 450nm
G R iRET H 0 P A E R S 0.1-90 pM o R8T 5 0.063 uM > R?=0.999 ; #
ol kfep kokis o HFIME w e 42 95.1%~111%2 FF » RSD=3% ° " #1 #
® % gL iRl ¥ 5 ey ‘”’3’4\* RenFTih > Q2P HEBREH > FREARGH T
7 %(Liu et al., 2019) -

2020 & Ji Zhou Yu He, Yong Ye Bin Tang B Fx 41 % J& 3% > ShBghe > 18 /5 Jepadp
% CEW-AUNGCs & i il (£ % kg %> Hopes £ % 480nm; st £ % 641nm o
%% 7 20% CEW-AUNCs £ § dd et 93 0 £ % 5 419%; & & 5 7.09
cN/dtex; ¥ i * »+ Cu®* e Hg™ g ip] » Cu®* s 1§ 7:0.3uM-1.5uM ~ R® = 0.9331
LOD:0.188uM ; Hg?* &1 # F1:0.1uM-1puM ~ R®= 0.9731 ~ #f ip|4&*I= 0.082 uM » &
¥iplp kokEieok > Hwgdk 43 88.6%-105.2% ; B ¥ 14 iE RS A AR EL A F Sk gk
a3t iz (Heetal., 2020) -

&
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USRS o
WE KRG M EHBATF L > S Hpi - fE RS R & = 2 f B & (Aparna,
Devi, Anjana, Nebu, & George, 2019; Juetal., 2018) > 7 - &= ;8 7 % X "I H - fe
RWendFit o &n U7 EHF A MADETZ L o L0 FHEREZEHRAZ
PR pRAZ R 5 FAAPERFRMEFEHBHEL L3 AR
F1* 6-F fe-2-F R A ey R e S FRM L A BA DU ETENT
FREAECEL S W R RHREK M R/TARRFRETHPT B ERA Y LB TR
it TRH B NRBEFLAPE LSRR

ot

-~ BRI A

2 % £ p& ( Chloroauric acid » HAUCI, « H,0) ~ # i & Bag=+ % pbp % ®Sigma
o7 Bpa(HsPOy ) » /E}Jiﬁfrﬁ: & 40 (NaH,PO,4) ~ #ift & = 40 ( NayHPO, ) ~ 7L = 4p
(NasPOg4 )p-p % WACros= # » 6-§ fe-2-F1% ’S‘;]’vas\(G aza-2-thiothymine, ATT)p: A
% R AIlfa Aesar > z § it 42 (NaOH)pL p Honeywell -
- KRB

¥ kL K(RF-6000)pLp p 2§ ZFFRERFF AL o Ko k-7 Akk
=1 f‘i’a(U-2900)E&é P AHITACHI o & ] & 4% = ¢h A L S R (FTIR) L p £ FPerkin
Elmer - 3 i# &< #(3K30) i p 4t FSigma - 42 %5 -k #i¢ #% (Purity-SP)pEp 4 B &3 4L
F3Aad g+ X T(PX224) - p + 50HAUS - ¥ ¢t % ( Compact UV Lamps) »
REp 2 B UVP2 & o fldgdpm3-(sp-701) - BEA -8 Suntex = & o

Z REDB

£ #10mM 4 mL ATT#0.1M ImL NaOHE fe>t Fl &R E5g? ; ¥ 310 mM
HAUCI, ~ 50 mg/mL 4mL CEW ~ 0.1M 1mL NaOH ~ émL ddH,O ¥ ™k &35 ® - F
BT A& F R E# 3R » {AMEATY 5 4 £70°C 2 hro 4.<10000 rpm
10min ; @3] % ¢ ¥ k2 & B #%(Green-AuNCs) - #-0.1M 1mL NaOH :z 5 0.5M 1mL
NaOH # 3]z d § & & B #% (Red-AuNCs) -

T~ & BAER T2 Fi
it @ 1 5 B~-Green-AuNCs{rRed-AuNCs:% %200 pL & 7 kR & 1403 7% 4o
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AZPRAFR 2 2mbL S R 40k R4 5 012 1 M- & 304 4815 Green-AuNCs
* 340 nm % #3F 0 Red-AuNCs* 315 nm 5 s 8 p] o KRR BT 5%k 02 0 ¥
Green-AuNCs ered-AuNCs;‘% #3mL 227 mL ddH20 2 4cts, fmg £ T 12365 nm
UV R &t — B P, 10mint 4 R B R 2T 5 & % %3 ehii) @ TR
(6 Bava gLt Br R "gREETT BT PFET % - 4£%01mM DCFH
500uLe 10° M NaOH 2mL & * 30min » & i* % {4 4 » BkFL % % % 10mLpH =7 »
B~1000uL_F 3% /% 4v » 200uL Red-AuNCs#| >4 -k T 2mLp& % > = 10minip| £ °

I ~ Green-AuNCs & Red-AuNCs 2_ %

1. pH & i1 82 B & iR

>R WAL S & 4~ BERRE -~ BEERZ HRkB % (01M - 100mL) > 7
ot blR &3 b pH & (pH 2~12) chpific 3 5 % o dfs § ¢ e » 1600 L
42 ¥k ~ 200 pL Green-AuNCsfrRed-AuNCs ;3% 22 7 = pH & chghps i e
(0.1 M 200 puL) > & &30~ 4815 Green-AuNCs * 340 nm 5 ;%% > Red-AuNCs*
315nm 5 g PSR o B R ER & F 0 AR200 UL A Ok R AR 0 200 pL
Img/mL k% f £ ddH,Ofe = 2mLi3 i » 4c At 1hris > 42,2 10000 rpm 10min > 2~1930
uL b it i3 7% £ 4c » 70 uL Green-AuNCs » *t 3 % # + F &30 min > * %4 )
Green-AuNCs ( Aex 340nm ) -

2. 8.8 ¥ 2 1R

B2mLag § ¢ 4o A oK 1400 pl o pH = 7AE[L % #7737 (0.1M 200 pL ) »
Green-AuNCs{rRed-AuNCs 73 /% ( 200 pL ) > 2 {84 » 2 Ipen B 273 % (£ 1844
10ppm 200 pl ) » ** 4 % 8+ & B30 min > * #54# B|Green-AuNCs ( Aex 340nm ) ©

3. R 2 Rl

A2mLgts F ¢ 4~ A2 550K 1400 pl > pH =7ESFL % #7573 7% (0.1IM 200 pL ) »
Green-AuNCs{rRed-AuUNCs;% ;% ( 200 puL ) > 2- 84 » % e en g = 3 k(% 18
# 10°M200 ul)> 35 & #+ £ &30 min> + 8+ i#/Red-AUNCS ( Aex 3150M ) ©
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- " HEREEMBRZ AL B FTET

7 % B 1 (scheme 1) 5 & B 7 S5 4|8 - ATT + chpnfig 56 0.1 M ImL & 0.5 M
1ML e § it GhenfBaes » B EF 2 e > @ AR NaN I+ naz g #rh o %
HNNGESHEEEHEIR o § 22 F % CEWP > sri@ e B¢ 42
HedsengEd F ke g 4 r 0.1 M ImL NaOH 20 mM 4mLATT £ 50mg/mL 4mL CEW
FEEI F Az gRAE B FREMAEHBRRE ] REBI T Y NIRRT
Bl Rt BEE R T R B S iRl dod-NaOH sk A 3 % 5 0.5M 1ImL
NaOH > 20 mM 4mL ATT #2 50 mg/mL4mL CEW & R » ¥ {8 %= d ¥ k2 & B#% >
FEF L AT R o B S 0 B kR d kg 2 A BAETT UL

LA E SR o

Ex 370 nm Em 423 nm
0.5M NaOH \ [ =
:> : L - e pH sensor
CHs  70°C 2hr i -

Ex 340 nm

ReIVES ,

—2

SH 0. IM NaOH

R T
70°C 2hr

liiiil

Ex315nm Em 675 nm
3+ (z% /
Au \ E> Invisible InK
0.5M NaOH 2N
70°C 2hr ‘ |

Hg Test paper

A

« = AuNCs ‘ 6-aza-2-thiothymine %;";% CEW

v

FRML %d 2 A BEfced 2 EAE -

B LlL%d 2Mpeicd £BAE2 UV-Vis ek & £ s bt 22 FT-IR B
Wod p (@) FEED A 250nm F] 300 nm F - B4 Ak fiE o B A 340nm g
T4 528N d ¥k M 2 WET LEBETORY > SkkPEd s
UV % £ 365nm ™ 3 5 2 ek & F ko B](D) £ 250 nm ] 300nm F 4 peeso g o
F1#* 315nm g T 0 >t 680nm oAz d ek > Bl 2B AV AXRTHRY > 518
g d 5 UV B E 365nm T E G = d ¥k o B(C)i T #EF 1 Green-AuNCs £

7
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Red-AuNCs 3,;%75 & 74 4 A d % o Green-AuNCs ¥2 Red-AuNCs 0 FT-IR + # %
7 . 3000-3500 cm '1’,5 N-H £ O-H «hi 3z & é ¥2 CEW 4p ## » % 3100 cm Trgit 4
C-H ehgd » 7 4 1240 cm '+ g ATT &2 CEW 4p 70 C=0 B o P
Green-AuNCs £ Red-AUNCs #8F & et & = i ko[ 2.5 % 9 B8 o d Bk
TEM Bl# - & TEM 7 r2 3 38 Green-AuNCs £ Red-AuNCs 7 243 chk 470 & T35

FaT A s 5 276 nm ¥ 3.36 nm

a b
1.0 400000 1.0
< 350000
0.8 4 0.8 4 i
< 300000 i
0.6 s 0.6
£ s
-] 2
=z 200000 E =]
044 18 g 0.4
024 71000 0.2 4
50000
. . T 7 T T 0 00 T T 5 T 7
200 300 400 500 600 700 800 200 300 400 500 600 700 800
‘Wavelength (nm) Wavelength (nm)
C

Transmittance %

Red-AuNCs

T T T T T T 1
4000 3500 3000 2500 2000 1500 1000 500

‘Wavenumber (v:nfI )
W 1. (a) Green-AuNCs =% #b ¥ B k3% 2 2 Green-AuNCs =% 3k joaf foid bk 3 o
(b) Red-AuNCs 7% ¢t 7 8 sk 2% - Red-AUNCs ch% ki fog 54k 3 - (C) 6
¥ F-2-Fn Ny Eﬁtvﬁ}c&‘;’ CEW > Green-AuNCs > Red-AuNCs # % e FT-IR k33 o

Bl 2. (a) Green-AuNCs H TEM Bl - JEB 5 % 4 & A e m A+ - (b)
Red-AUNCs & TEM B e - 36 B 5 &= ¢ £ Bl e jo o &
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Green-AuNCs £ Red-AUNCs 87 24 sz eff 2t » & 4Crkficl 30 % i3
FRBREF G oA AL O0LIM-1IMNACI T endpF s BpF - ks 3§
|+ 30 B G FenBagat i o Green-AuNCs L 5i—- B Prent FRET >
FMEEFRIPFERE > L5 BB 4B MB ™" Red-AuNCs £ & T {4 4§ 3 #7
d B(Q)F il UV ERE 10 S4B kA g T o AR T g o
TS LRSS Red-AUNCs ¢ 2 2 k1Y F £ o Bl JEd e - & ¥ kR
(DCFH)EL%H £ i* § £ Ji - DCFH & & § & 12§ (ROS)e k3 ™ » ROS § # DCFH
§ v X2 G ¥ LehDCF- #7182 DCF ¢ & 488nm hjfrg ™ 20 525nm 1 § & o &g
7+ DCFH ¥ Red-AuNCs ;2 & P15 » i su? 2. DCF eh¥ kugp @ m # % » # v
Red-AUNCs % k™ ¢ 24 ROSe %@ 11+ 2 4 » AP f ks L4er o g
Loy > C iRk BORRT M e dlERE AL 0 Y RT s weRl(b) % =

W
)

m\x

=

LAy .

a b

16000 20000

= DCFH
® DCFH +Acetyleysteine 1ImM ~
4 DCFH +Red-AuNCs 100X
15000 4 ¥ DCFH +Red-AuNCs 100X +Acetylcysteine 0.1mM 4
£ I3 a
g £
S £ 10000 a
= =
- —
- A
= =
i v
5000 v
A v
v
N v
A M H i "
ol 8 ¢ # 8 v ¥ oo ¥ @
T T T T T T
0 10 20 30 40 50 60 0 10 20 30 40 S0 60

Times (min)

Times (min)

W 3. (a)Red-AuNC sk g8 2 12o (b)fI* 27-= § ¥ X% - ¢ fifia(DCFH-DA)
% Red-AuNCs #% i ROS ¢4 & » ¥ 4e » fF i A N-o fpd ok s e
Red-AuNCs 51427 ROS -

=~ % Rt £ M#&(Green-AuNCs) 2 i #

1. Green-AuNCs # pH £ F & i ipl

7 fo fadg & T Green-AuNCs s k3 B % 1 Bl4c Bl 49771 o d Bl(@)¢ ¥ &
g pH ERBIEB P> FRBERTEZR% o Vit 5 ATT FeaN=N Lt ehn
AEETR 0 d e ATT 2425 2 "gie Ban s 4k > Flut @ F B3 % o JEB(b)¥ ™
4 3 Green-AuNCs & pH & 2-9 24 chat B % > R=0.9972 - BI(c) %
Green-AuNCs 548 NaOH & HCl e33 43248 » A pH2 & pH O 3 24 chig ik =t i
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gk Bl o g 2t ¥ 4v Green-AuNCs ¥l 2 5 5 24 hjkit o

a b

500000
pH=2 500000

——pH=3

400000 400000

2 300000 2 300000
£ =
= =
3 3
= 200000 = 200000
a 3
= =

100000 100000

T T T T T
450 475 500 525 550 575 600
Wavelength (nm)

C

160000 -
140000
120000 4
100000

80000 4

60000

FL Intensity

40000 4

20000

04

W 4. (a) Green-AuNCs 3 & sk 2% 53 & 27 pH e0ff %2 o (b) &£ pH2 3] pHO e
Bokagp B ehAMR 2> R2=0.9972 0 (¢) 44 pH Eeh® it 7 Mg | A 9.0
2202 VIR AR -

P& (Urea) B 3-v B vefipe i3k = 2 & B B4R > 3 T R & TR
oz d S RBIURADRRT A AROTH R AT T A o NSRRI E A
FI* FF o B R A PE T AR A 2 NH3 22 COz» ® NH3 2 § #& 1% - (Deng et
al., 2016; Deng et al., 2018; Dong et al., 2016) -

FI®RAFES BRE AL NHy %o ® pH i@ > 7 U L 8RR KR (EH)
bo@l 5 w7 o HARMEF & 0.1mM I 1mM > R?=0.9998 > f p|4&*L 5 0.087 mM -
WA RERAEH PH EFH - X S AMER R o LY RERR Y
& 2.5uM-7.5uM > #- A R FGR 20 CRE ROE 0 UK -9 B2 agd 10000 rpm 4
o e AR 10 BRG ERIRER &Y oA 3T UFRA PR T 0.2mM
0.5mM ~ 0.7mM i > 488 § 2ddchw fed o w e 430 90.3% -110.7% » RSD
3 4.9 % o
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420000
410000 -
2z 400000 -
e
=
e
=
=~ 390000 -
=
—
380000 -
370000 v ' v . . . —y '
0.0 0.2 0.4 0.6 0.8 1.0

Urea Concentration (mM)
W1 5. Green-AuNCs ¥ fi % ik & cRf T2 Bl 3 B & fk & R R fopH 2 B e i i ik o

;ﬁ'a—-v—* ‘AR T cF (n=3)
Sample Add(mM) Found(mM)  Recovery(%o) RSD(%0)

Human Urine 0.2 0.18 90.7 3.7

0.17 86.8

0.19 934
0.5 0.53 106.2 4.9

0.55 109.3

0.58 116.7
0.7 0.78 97.7 4.9

0.79 99.0

0.72 90.2

2. Green-AuNCs #* *:18 23 B2 B *
@R (thiram) > 5 2@ F % R E2 - o B F A AN o 2 R
HHAMOGET A e @EM A MY o R ERABLS  FEBL

A REERp U T AMEAL TR oA RY o Ee o IRE S ”%s;szf‘)}%
Green-AuNCs 8 2 3 ek > 4o 6.%77 - Bl(Q)7 F B Zaup|zd » 0
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Green-AuNCs #3174 3 243 ciE 4 o Bl(D)4e » 2 P ERPE T W 15 > €

FRR B @ ¥ %5 o BI(C)H ML F & 5-50 ppm > R? = 0.9945 5 i ipl &

L% 172 ppm o BI(d)DLS & 71 4c » (7.8 4 2 ¢ ¢ Green-AuNCs F & - id = & &
R BHRFFV R 2 @BIF P OnmBE sA R A2 A

350000 b

300000 350000

som 0 ppm

250000 4
200000 4 250000 4

150000 200000 4

FL Intensity

100 ppm

FL Intensity

100000 150000 -

50000 100000 4

0 50000 4

0
T T T T
450 475 500 525 550 575 600

Wavelength (nm)

100000 d

900004

80000
70000
60000 4

£
5
2
5
&
50000 4 N 1w
2
E
5
=z

FL Intensity

400004
300004 £

11114

20000+

0.1 1 10 100 1000 10000
Size (d.nm)

10000 4 TR
0

T T T T T
10 20 30 40 50

‘Concentration (ppm)

W 6. (a) " olFk iy r b BE msa:a‘&l“* °(b) fe x A l‘f’/}%)im?ifﬁ«' {s
Green-AuNCs &bt G e k2 o (c) ¥ kB E4 2 kR & 0 -100uM
F RPN R - 2B A m,ﬁsﬁl'ﬁ_l’ﬁ % o (d) Green-AuNCs d_i,]..ﬂ:fff{‘_},'—:?}
B {5 eh DLS o
;\Laym+£m%mwAmm9%ﬂ»i$+f % iRl
%ﬁﬁ PERE HAMI T 2 gHE S ey £ RSP A
BRIEEBILLPERF2Z - > A HEAYPS W T LAFARTE - FE W23
%&Tﬁi%ﬁ%ﬁT’?ﬁ 5147 ~ B~ 9% cdf i i
Pav2 4 € EARCLHT S I B R R A~ R BR R A s AR
BTl e s o o F 1 FERBEZF 7§ T FFFRARERT > 1 (w3
N PER R TIEFERALTE A A4 L 005mg/md s &G it &4 5 0.01
mg/m3
Red-AuNCs 4 4 a3 ek ] » 4o 7 7% o /404 Bl(a) ™ 2 % 7 Red-AuNCs
HHE™ 43 2 aEsd > HRFVE L HY™ 35 2 4 4 5 g 2ic4 (5d"°-

_,‘,_‘
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5d'%) > i & F 3 A5 @ 4 k% (Sahu, Mohapatra, & Swain, 2020; Yadav et al., 2020;
Yang etal., 2018) - Bl(b) 5 Hg®" =+ &1+ > H s+ 4 F) & 10 - 250 pM > R?=0.9954 »
BRHELE 1.02 uM > & 3 247 eha 4 B % o A B)(c) Red-AuNCs 7 S I S R
UV BT BB & o gt sk 7= 7 i 3 A (Y. Zhang et al., 2020) - #-7 & A 3 & 1cm
xlem * -] iz e >t - 10 % 1 Red-AUNCs 30min» B~ 1 {8 & 50 & 2 - 4a # 4edg
Lodipt 5 A AR AL BEEN 10 M 3 Fehs BaT A p 2R L 54
4 o K RI(d)7 13 T Red-AUNCS AR ¢4 Hg™ 33§ F b > 24 alsaig

Moo ko r Hg? 33 cntf Bl o ()5S A PR B R AR o W
VTR AR E T 10T M — Bl PELS 0 T L h s oo Red-AuNCs ¥ ks o B

7 d1 Red-AUNCs g A ¥F& 3 B fifra sk o

15000 8000
13500 4 7000
120007 6000 i :
10500 4 N\
. 250004 3
£ so00] £ K&
- S 4000 N
= 7500 = \i
3 = 30004 = ] .
= 6000 = = ' N
4500 20004 |~ | 5 i~
3000 4 w4 = b
1500 ] ol == =i
o0l T T T T T
10 25 50 100 250
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