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Abstract

In this study, ultrasound is employed to initiate chemical reactions in the
abatement of organic contaminants in water. Factors affecting the sonochemical
efficiency such as the reactor type, ultrasonic frequency, acoustic power, pH, and
microbubbles were examined. The main objective of this study is to understand the
effects of microbubbles in the enhancement of sonochemical degradation
efficiency. The target compound selected for this study is Ibuprofen, an emerging
contaminant frequently found in Taiwan's wastewater effluents. In experiments,
three different types of reactors, including probe (P), single-face (SF), and face-to-
face (FTF), were used. Also, five different frequencies were tested, including 20
kHz, 40 kHz, 130 kHz, 140 kHz, and 300 kHz. In experiments combining
microbubbles with ultrasound, four different types of gases were selected,
including He, N2, O, and air. The above different experimental conditions were
tested against the degradation of both iodide and Ibuprofen. From the results, it is
concluded that the FTF-140 kHz reactor is most efficient in generating hydroxyl
radical, and has a 79% removal of Ibuprofen in water when combined with O>
microbubble at pH 3. When the pH value increases to 7, the degradation
efficiencies all decrease regardless of the reactor types or frequencies. In addition,
it was found that the process that combines air microbubble and ultrasound can
increase about 40% of degradation efficiency.

Keywords : ultrasound, sonochemistry, microbubble, emerging contaminant
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2-1 Ibuprofen &7t

Ibuprofen(2 T AR (IBU)ZEE M ES NEEES £ 8% IUPAC
@5 4 % (RS)-2-(4-(2-methylpropyl)phenyl) propanoic acid - £ X &
Ci3H1g0, + HFBA 206.28 g/mol - pKa 5 4.91 - EHEEME 2-1 FiF -
Ibuprofen B — & 3F #5 [& £z J8 3% ZZ (Non-Steroidal Anti-Inflammatory
Drugs - NSAIDs) - EBiREB#EL - HRMBERNINEE EXZRRIEREE
R BREVZMRRE K - BiE - MERA S KB RE /TR 625-17400
ng/L ZE(MAEFEZE A, 2008) -

2-2 % Ibuprofen &£ AP EZRE (R - Ibuprofen TE4ALE
ANBBRUHHE - TEZEYR carboxy-ibuprofen « hydroxy-ibuprofen i
carboxy-hydratropic acid(carboxy-HA) - TS L H E Y th BEE) R # 238

B Ibuprofen E)5 K # 4 (Buser et al., 1999) -
CH,
OH
H,C

2-1Ibuprofen ##&E



H3C

Ibuprofen

OH =
OH
(0]

Sy Oy OH
Carboxy-Ibuprofen -
CHs HO H

0 0
HsC OH Ca rboxy—HA
CHs

OH

Hydroxy-Ibuprofen

2-2 Ibuprofen £ AR EZERBHIRE (Buser et al,, 1999)

MESEKPRBEESRKERNWEBEARMBZEZE - £ pH=14 K

HENEER 36 mg/L - 7 pH=7.4 I58I% 6140 mg/L (#& - 2005) - E L%

#EITAR pH ERVERE - ZERPEBHETEE - SHZEmAARIME -

EEH S KBS DUEH S EMREBEN 2 ARMEISRY) - BREVE

NI FOAERZYEREREY ZER - MAASRECREFAIJEERNRE



2-2 BEENA

2-2.1 BEKBLEEG T KIFE
HEKE (L2 (Sonochemistry) £ 1T & 1 L # &2 FE FBRI 1T - #8 &R MK

RARMEN ERFEZNERELSR EYIRE -BRE1IRE TXARE

S

A

Hﬂ

@ - HEAANS 822 EERE - st AREYVRVAIRMEE « 75EZK

BEREREE  REBRSFHN - MOFaRL L ZERIERB(ERER

u]

ﬁ

FEEERRKRRTRY) - DUESE(CEEIKE A EBRIK P E#T B34
BRI - HERMENE/VERKEREROHEE @ REZEBSHN X5
SR WEIEEENA - BERKRERMENFUEZI D SMEE -
H—ZRZ BB RERNEENESBIR SR CEEE  —REHBL
BEREBELAERERERITRY  ERRBEREAKRBHEIREES
(Transducend » MmiE - E—ABRARBEEENBRERHEANBERK
E4 28 BLT(Bolt-clamped Langevin Transducer) - E SRR S 18R/ B

EWENBERESZS PZT (Piezoelectric Transducers) - M& B5iEBESE

MR EFEBYEESE Electrostriction Effect(Z| B4R FE) IS Al A4 #d
RUELEE - MRBEANME Z BB REEHEEREEARRBEERER —EE

EHORIE  RE R EEBEEBR 16kHz 258 - BEBHATEEHE

ZeEER (Y. G. Adewuyi, 2001) -



EBEREZRFEENHKELES §W/cm2 REEELHNER

il

(cold boiling) - BlZ&Z= 7N FE(Cavitation Effect) - #EMiS A E1EEE K FERY ES
£ HRBERBCEHHINRELD - £5 418 (1) 2E3E#H(hot-spot
theory) ; (2) Ei5E @ (electrical theory) ; (3)E Bk FI25®(plasma theory) ;
(4)#BHR 532 (supercritical theory) - MEIRIEE A E 7 FEFT - RIE DIEAELTE
MARETBICERRENRE DT 3E8 20kHz 2BERRBAE - HFIEEZR
BR8] (Cavitation Microbubble) K/N&J7T S 100-170 um - MEBARZ 2B S
RAEES - EREAFMER - HRETE5A 1000 atm - MR &S AZE 5o
AT 5000K R E - L—EReBEM - oJf85—EHxEz - & 2-3

R REBEILGRIBRERENS T - N8 2-3 Fir - ENNMREESE

- RRBEAZ a EAREEENEZE - SRR EENER - BRI
ZEESRURSE - BIRIE NERAVKFARRE - URZRRHIERAN

KeBEMBRE MKEFRANEE(CSRMUSRKABHEEENRE

MERRKRRZZEHARN b & - RIRRETHANREBUASSEREEMRRE - ME

i)

BEERENCcE ANBEa bMEEENSEEHENUABRIESY

2N

/

HE#ITFE(Serpone, et al,, 1994 ; Ley, et al.,, 1989) -



c. "OH ;) S(aq) —> Products

Bulk Solution Media T~300K
ulk Solution Media H,0,+S,— Products

Gas-Liquid Interface

Cavity Interior
T~2000K

Up to : T~5000K

P~1000atm
Hot bubble Reaction
a H;0p = OH(9)+ He

2—>

OH(aq)+ Sag— Product
—H0;
Saq—Products

0z —20° ‘OH + NO -HONO

S(g —products

"OHg) +Sg —products
02 N NZ b NO‘ H02

Substrate(S)

2-3 #ENIBmAEB1EEY (Serpone, et al., 1994 ; Ley, et al., 1989)

EUBEREEZEMRSZKARNREZHEP - HF Mendez-
Arriaga Z A (Mendez et al., 2008)5% 2008 F1f=FH 300 kHz B E K - £
80W REE MR (pH=3)¥ 21 mg/L #3275 300 ml 2 &3 ET B =

95%HIERRZE - Madhavan £ AR 2010 FLUBE KA S ERIMNEA TIO;

EEE - fE¥ER 20°CE S5 B IR4 T (pH = 5.65)¥)R/E 18.5-20 mg/L 8215

/

250 ml 28 B EIT R FET]iZE 99% 2 AR ZE(Madhavan et al., 2010) -



2-2.2 BEBTFRBIEBZIGHG

HEREENRERSRBEERVIER - MEERT - DIKKRERER

N

NWEHBNEREEABHWRRMUR - WABE—BRANSAHSBEES

u}

BELBRERNWEREELSEETAZE IRSEEFELE Fricke Reaction(36
B &E)H KIDosimetry(F{E# EE)5)MiE R = - ED Fricke reaction 22
RERE
FE™ + OHFE™ +OH e (1)
Fricke Reaction £ 1 mM Z Fe(NH,),.(SO,),-6H,O ~ 0.4 M 89 H,SO, *
MUK 1mMNaCl - UL RS AHEBE R RESRPETRE - WADIEE
S EREL 304 nm(e=2197 m3/mol-cm)i&E38 Bear’s Law LR Y E S
Fe’ WIRE - fEAREEMEHE Fe® REE(Koda et al, 2003) -

i KI Dosimetry Z R EFLEAT :

A PURETTS . S ki )
oL R S o T (3)
OO 4)
) S P ) (5)
TS 6)

KI dosimetry £ 0.1 M Z KIKBREBE KRR ERPETRE - LD

MHEE B ERELE 352 nm(e=26000 m>/mol-cm):EB 1K Y E &8 1,



E - s BEREEMEEFrKEEZ(Hamdaoui et al,, 2010) -
MEMFMERREL  BEREBLERERIRE - BE  MRE - B3
REIEINRUA R EDRESZEFE (Kodaetal, 2003 - Hamdaoui et al,,
2010) - 7 Koda A ZWFEFER T 50~200 ml 8 KI A& - L5# 500 kHz
BERE 15 nERNEEN TRE - UWEZREIERZZEZMNERT - BiEF

FARNERSTE 50-200 ml Zf - BL 100 ml pEEiEM L EEERS @ BHRILZ

B TEESTEI—B - LSRN ERHEEERER LI

J

H.
il
E_E}
HIlE
it

%Hv ’

HLEHNETREZEARTEN - MEABRERERMFTAIZBEEENTN
FTEEHEEN LEEM(mol/m> WRRERBRNEBEEELEUR B
2-4 % Koda SAEAEBERER MY [ ZESLERERR (Koda et al,

2003) -
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2-4 AEBERERY Iy EEEHERE (Koda et al., 2003) (REEXR
20-1200 kHz - &z fE#2%& 50 ml)

EESAR T EESERBERIARS(ENEE - HESK 100 kHz BF8 £
7t - #£ 200-500 kHz BZEZI&SF - LE 1.2 MHz & & - BEERERE

2 300 kHz EZEZI&S(Kodaetal, 2003) - MEEARMNKAREE - 1R
## Hamdaoui S AMFRP - FH 300kHz ; BILEINZER 60 W ZBEK - #
3218 300 mL ; RES 0.1 M i KI W #EHI A RLREE 25-55°C M ETRIE -
ZMEEL ERERBER25°CEAZESSC LEREE FREERM80%:
HRRBE®HDEE LA ERKPRIEARELNE  WEEENRBAKE
KEN LA - ERENRKEEAEMNEN L7 - EEAANEMRISHIEESE

A EMREEEERMNYR(Hamdaoui et al., 2010) - M &t ¥ KI KA®& pH

BRFERESR lda EANARPRIR - BXKEEN pH BRER &

10



LERE - EMffFtLL 300kHz ; @i IR 60 W Z#BE K - 15278 300 mL ;
=EA 0.1 M KGR 25°CT - & 7 18 pH BETKRIE - 255 :
pH1.3.5.7-9+11+13 . EHHRPIEL - HpH= 16 - L EEHES
REM pH EMNMETHRIE - B4&MERE pH E LA KIERD - TR pH=

7-11 ZERIZ2IREE M MERUBEE - 2 pH= 13 s2mAVIRGE § - BIESIBERRY

i
HFHIIH

° HRiE Lt KI /¥R pH EE2HBRENKEYE - L &R pH
BN PAREMNERE - JLUSH K S EWRAEAZEERBALLR - 8EE

e pH SEAVERZ(lida et al., 2005) -

11



2-2.3 BERBICBUEFFE
RIE EMTREL - ARBEEREEZISBIRHFNTE - BT RN
FRNERMERNTE  FRRGEU BB THANTEBLER

FEXZ sonochemistry efficiency(SE-value)

SE(mol - dm=3/] - dm~3) = g ........................................................................ 7)
Power(W) = (d—t) CpM e (8)

H(7)PH CAR L H0, -~ Fe RIBE - W2 Cy(mole/L)F R - V AIBR
RSB ATHL)ZFER - P RIBHEMIRBINTERMAINEUN(8)ER
t RIS REBHNRELUY (se)FR « Q)N PNITHAREREANRENE(EELL
CHRR - dtREIERRIERE - o, MKREERE4.2)/9) - M RIS EKEZRY
BEPIA7(g)F~(Koda et al.,, 2003 ; Hamdaoui et al.,, 2010) -
BEELEFEPW)ER  EMRPEARERBIVREST  TERKE
KE—FREEETEN  BEstEEK 5%M3RE - ME/NR 10%3REA

HORE EFARFEZR/)\W(Koda et al., 2003) -

12



2-3 BURRBNTAA

MAREERIERA L - BRESMBNEARN - EEENG - o
FERoM  SEREEREN - MURRENFHRBIBERLS0 pm NRE - HHE
ERANRE  RREEKPNEERBRE - ARRAR S ARNF
EXKEBE - HEZEKE MR

E MR RBEK PR FTETRIRE - IR 2007 F£H Takahashi FA
%R EERE A (Takahashietal, 2007) - IXEBREPEELEHE - BHRR

BEARRBENRREEEEEIFFERIERE - FIASARI AT IR R

BZEEUE  WEMRTERS —BEIGETRE - iR He £ EE
KBEERMRRE HRRARARAE - RESHFAREER - REgROH

ZHEHREEANER  REZBENRESEHEEIFREMEZSERAE F IR

SZNRE EREFEKT  REFERFINOH  H' & 2XIAFTRIRA

HFENNKSIMEBE  EMERXFREERELRE @ EREHEBRNHBERR

7

RREHKRSIEEE - TREBBTENEUEEE - MAEREBERSING
ZEBRIREMEEERE - BEEENEHRRITEER/K P ARRIENEER
FrI4E 5B R [El(Takahashi et al., 2007) -

MEFAMKRRBREMRES ZMRA L BEREBENSFERAERIMK
RIBTEBMHERG T (pH 1-4 Z[E)¥ 20 mg/L 89 800 ml Fi& 5K A R ETTE
#%  TEIRA 80-90%MERRZE(ER » 2013) -

13
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2-4 E%i&n\:&/ﬁ\,ﬁl‘ \(z_lvl

RIBAILE S R AHCRRERE T - ol ISR E BB 8 RIERIAR R

N\
i |

ELEBBE - M1 2006 F£H Tuziuti AN ETESBERRNNMKR SR
F(Tuziuti et al., 2006)H 2838 - BEKB(CERETLIEBARNGHAE R -
AUENREERBEEEHENEE AU ERIERREEABERE
SLUKEREENRNA SN TE RN BARREHERNIR - &
REEPHLUKRHBCERBSHNTE -
£ Tuziuti FARTAFESR - BBERIEBEICEE sonochemi-

luminescence (SCL)LUR M{EHE(E)EZR 1 2B E K N FEgs 2 55 DU AN
MORREPTEMRIRE - TEXRPPAEAR SCL 750% © BEcH 2.5 MM i
Na2CO3 ENRREZRET - & Na2CO3 HEB(EEREELERERER - &
EXEEZNR - MENRERBB—ICERBERETER  MBLER
BRI R RIE BB AETHIE - MEMRPREL - BETEBER
BISSEEEM - BIFE AINBEEE oI RE 2-5 A LUK 2-5B.&&

/N e

14



2-5 AFREEMARENZFCRER KBRS - WHBEENTSE AL -
IERA Bl UESEN AR SABERFNBMERESD  EXBERE
ISTERTILURE SCL Z58E - MR P B S IMRETRIEFMIEMNTE -
EHMEEZVRHIRE N - HREEBENKAESEENRE D BT
B PEENRE - clFEIDEINRENIR - 2R PICREMAEREE KA
MITE TR 262 ml/min #1 188 ml/min FFE53R - 7€ 188 ml/min &R FSE!

BRIER SCL BE - WFERERABERREIRMN 4.3 & (Tuziuti et al,

2006) -
M Micro Bubble Micro Bubble J
A. @ B.
<::I Luminol aqg. Soln. Luminol aq. Soln.
Transducer Transducer

2-5 ARBEUARANEMRREREER

£E 2-5B. ItEREAEES EHKEANMRRE  BRPEMALE O-

0 ZEEMHEARA - E58ER0 SCL BEARE EHRIBE - BRERER —EN

BE  BEEREZEIREHBE KN SCLEERE - IHRRFRR - E5RE

NHRREFEKENERR - SEAREENESRGHARE - MAR

BN ZEMBERBSHE - £E5EENMAREREIZISBEN

15



BiENE - ZRREBCEREMR - MAREE SCLmERE EFHRIR
HAEE B AR EREROEE KERREFNERRE - ERVBHNSEE
R RESBREETSHREMERRERBROMUR

2-5 B. Tuziuti EAEES LA KEANEARRSEN R PE B
HrEEER(Tuziuti et al,, 2006):E BB E KA S MKRBRTACIER
EEREPHNEREES L7 IRPLER FEAERA)BERYE K K
[2FE ~ B)EEKEREIA KI KIERE - LUR(OBEREAINMAREZK
REf g - =N TVETTIER - BB D tERI R KEETEEN KRR
WaeERRIGE - Hop 2838 Fati(B) ~ (OMEH IVE 352 nm FIRRIM I3 IRE
EEERESRAFRSFRINEIE : (C)0.6 Abs > (B)0.58 Abs >(A)0.4 Abs -
HERE EAN BB LUSH - EERSENBERIAR N R BT
I - W E T VA MNECRRERIEIR - M3 S FE 8 o 7K B2 i LU E AT 2 (M
bt BER 141 kHz £ 57K 188 ml/min It & 52 35 A%) o] SR &IE 1T

SGEMESBENES  LIEEIWRRERESS KEB(EEREBHUR -
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F=F MHERFE

3-1 BERsRE
AMRRBU D AR  F—IEREEAEREFEBERUS)SAE S M
REE(MB) R - FI A E XIS B (B2 (Sono-chemistry Efficiency) -

VOREEHREEESE - F_ERABBEBERBENRA  EEZERNE

\|~
A

RUBEBERE - B1hEZ5 (Ibuprofen) KA B EITIERE - WIRE pH WH
R 228 - E=PEERAIGERAI 5 ml 28R E 3.75% 2 € KIERE
(BN - FARILEERE S US+MB 2% IBU B9 ; EURERE

=R EBREZRBRFE - WRERRERAE NAINARERNZERHMK

T

RBUKERER 258  [EBENHRRBESEBER - RIRFIRERNE -
SiEAARREEY IBU REMNRNEE | SOERRAEERAERENTSMERL

ik E M7 IBU FrE R EYTELE -
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3-2.1 EERAAEK
T FRFRER 24K - 2B FE 2B EREETZEE - WERA Millipore
Simplicity System (Simplicity, Merk Millipore Inc., USA) #4TEBE (B

38 0.2 um PEHMAERIR - WEISSEER 18.2 mQ/cm ZIRE -

3-2.2 PHEERBR

PIBARIKEEE S 5 %1455 %l (Extran MAO2 Neutral, MERK Ltd., USA)
HOBRR - W mAE S 7 REESZERRBR 2 ESMEENSERAEN -
WHREEBERESEEFAUREESZNYR - HREZ 5 %HMHE%EA

R EZMHA LB EHER -

3-2.3 S BEHEER
WETF 16.3 g LR (potassiumiodide, 99.8 %)E 30 ml /JVEK - DLk

KEBMUNE D BREBEA 1L ZiReEEM - WHREGEKET/NEMTE

i
]:I

=}

TERSEATEMND  WKEREK - A0 0.1 M EE=L 0.1 M S&E#

A L3 Z3AH - REEDRIE pH 3~ 5~ 7 ZBYERKAR -
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3-24 HBSREKBFREGSKICH

R IBU BREDAIRK - MBARFEE - BEABES IS EARE
BHERBBREEZENIBEN - WA EAMELT EZRIPIREERF

EERURBERRBEER  DIERXERAZERTREARMERND - 1R
FEABEBREBITERFZERNBEERNGER  UIREMEBRTEGREH
EREEAANREBRPEREERANRERERE(< 5%) - B0 BAME
chakfif F Z 122 7K08 7% ; 2 RUBHRE 10.0 mg ~ 20.0 mg B77& %5 (buprofen,
>98.0 %)ZMME 1 L irBEEEMEE  TEE 1 LE NMAUGEH=ZA
X - B8 10 ppm ~ 20 ppm Z IBU KA - E_E0 7% IBU IERARHY
R AR EAPEESABEETER ; 55T 10mgIBU £ 10 ml 1RE
EEM  WUPREEEZE 10ml - MIAEABMIS LEMIE#EES BN
1 /NRFEERIE 1000 ppm IBU FREERHER - TWHL—=HZE 10 ml EEMHUF
BEfeiE - B3 100 ppm B2 RIEL 1 ml > 2ml 2 BIIIA 10 ml EEHR - 245
A% 10 ppm #1 20 ppm IBU BREEA R - Bk DSR2 Rl#G 22 EmK 1 -
3-5-7-10ppm ; LUK 261014 20 ppm {ERIRE R ETREMNLE

B -

19



3-2.5 SMERHEBNESNTE

EIAE Z KA 1B 1.261 g FFE& #2(ammonium formate 99 %) £ 1
L EEMMAKEEE 1L U FRDRENTS - B85 20mM B EEKAR - W
DIFBEAZE pH BEE pH 3.2+ 0.1 - WA 0.22 um BERR M 4ERARBIEE -
RBBERERKPTEEALOER - MBBHEZERES D RBOBE
(Acetonitrile 99.5%) - B REEEFAIWER - MERTBHEEEKMEZLE
BI% 0.7:0.3 - FNEERFIERZ SMEERBEENES SHIMADZU ATRIE
REME LC-6AD #3R5 - fofE SPD-20A UV B3I - LUKk CBM-20A %4t
EHIER - 2T EE RIS Agilent ZORBAX SB-C18(Agilent Co., USA) - B

REREEM ERIER T IRAM FER 3-1 FR -

20



& 3-1 REBHEERRIMRIEHER(HPLC/UV) ZIREIRHE

ZORBAX SB-C181ID : 4.6mm

Column : Length : 150mm Particle : 5-
Micron
Inject Volume : 20 uL
Flow Cell Temperature : 40°C
Detector wavelength : 254 nm

Acetonitrile : ammonium
Mobile phase :
formate(20mM)=0.7 : 0.3

Flow rate : 1 ml/min

Analysis Time : 10 min

21



-3 ERAE

3-3.1 BESZHE R ERB (LB WA

SRR ARRREARFA ZBENREFEBHEELNER KB
HERA T —EEANBERRESRNE 3-2 HIUEAR 282 (1) FTF-140
% Face to Face Type 140 kHz (E/O\TVESE R FERS, 140 T GRICEBE KA
BRAT] &) - (2) FTF-300 % Face to Face Type 300 kHz (/02 B 48 2 &
28,300 FHf)CRUBERABRAT &%) (3) P-20 4 Probe type(REt L &
$E 2 fE28,20 ) (BRANSON Co. ,USA) - (4) SF-40/130 % Single face
type 40/130 kHz (S5 B =t S8R FEZE 40/130 kHz) (RIS BZ R AT, &%)
SERS 7% pH EREH LARESNEREELNERBMTE - BRYP
F AR B8 (KDOANE - x750% 3-2.2 167 16.3 g KI % - DISIKEER
1L# - W5k 01MEEK 0.1 MaSabinAZ pH BREL pHER 3
57 MEMESKRR - ZBBEE 850 mI T ABERR BRI kR 3-2 Ff

REZSHET 2/)\BRE - RIFREEFZE 3-3 -
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I FEMER NE 3-1 Fim Z B 21T

s

i

s

U

By A2

[z FEesa%s

v

LC/MS/MS 3

e

EogE LSS LSRN <

3-1 AEREE

23



i f{/f
////{ o fﬁ’/’
.H:? " y’é

_

(a) Face to face 140 kHz
With BLT Transducer
(FTF-140)

(c) Probe type 20 kHz
With BLT Transducer
(P-20)

7
7

(b) Face to face 300 kHz kHz
With PZT Transducer
(FTF-300)

(d) Single Face type 40/130 kHz

dual frequency
With BLT Transducer
(SF-40/130)

3-2 REEH R HEPESA FTF-300 kHz tRBBREREX BT RESL
#2(PZT)Piezoelectric Transducers - HER SR FAEARIZR G E RN BT REL
#3(BLT)Bolt-clamped Langevin Transducer

24



7

Chose the
ultrasound

Reactor from
Fig 3-1

0035 h 4
@AY

/!

Cooling
Circulating
Water Tank

3-3 ERAEE REHAEL  EEERWEANRRE - TREBRE

B - TREETERRERGIIRELRETE 70watt °

25
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% 3-2 Kl BB S KA RFRREREELRRY

ERZSH WK RE
ide] HBE K BEK BE BEK
O3
$ER =] +Air + 0, + N> + He
itk Air He
(kHz) P SRR GUKRE GUKRE GUKRE
N>
FTF 140 O O o o o
FTF 300 O O - - -
VL |
P 20 O O - - -
SF 40/130 O/O O/0 - e _

all EEE R O EIRELL 850 ml HBEE D BIFEAE pH B 3 ~ 5 7 D BIETT 2 /MR - b.
P F2E % @ B AU 850 ml AYEEFETE A pH & 3 #1T 2 /Rl -

3-3.2 Lli&

aAEREZMAR NS EREE

&R 3-2 BERETHIEFSEZESR - Bl RAA US kESS

= =
=)

& o R RIEREERRIRS KA RH R

IR 7B - BRI AEW pH EF - ASEABERNES ; &

7]

REAT BRI KDP HIZYM MRS HERIR,

B2 US %

& MBAINKNREZREAR pH E MR BEEIRREN pH ERHE

ARLETTAE

(= G

Kl A=

(Oz * He - Nz)z MB 1 US &5 8980 -
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3-3.3 LIEE R &SESURMRRERERESKAER
AFFAREE Dk 3-3.1 7 3-32 WER - TEEREKERENBERIE
R pH 1B - BEEEZRER(FTF-140) - WIRABBFMMKRLOTTH
RLLBEHESHERYNR - HETHAROT | GBS BRAE
RNRRTAEZEERE  BHKAAREIREA 850 ml (9EEFK - I
REHCKAERIBEET 10 i FEREBSRREREPNHESKER
RESRIZSH 0 FARAR - MEIBERREREIE 0 153060 - 90

7iE - KE 3-2 MRRERERPIBEHRRERK - REEEMABER

\\)t!:

[z FEzs - MAE A EARRAIEZEG ml & 10 miETEEE - PRETHERS

MK 3-3 R

*3-3 WRRERMEHERTESTEEREREERH

R iERs 7= ERSER FTF-140 kHz

HER HER HE K HBE K
WoRRE
+Air + O + N + He
//J\\HDE
(B e (B e MORSRE MORSRE
5ml o o o [
10ml o o o [

a. M2 A @EIEAIL 850 ml FBERETE A pH & 3 347 2 /NRPAIES -
b. U ESHEERZREEBREMKRENNEME -
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3-3.4 EEERNM H0, BREEfR IS 25 KBE AR
BELBBERAME(EE - 5 US+MB PR 1BU RSB - ATIREE
H,0, fERIEINE MR IR - FIREBRECERMEYRBEEREYR

WEE . LITE 3-4 BRERNS B -

FTF-140  FTF-300

HzOz HzOz P-ZOkHZ
kHz kHz
R 5ml FAREREE only + H,0,
+ H,0O, + H,O»
3.75% [ o o ®

a. MR R @ EIBAILL 850 ml FIBSTETEE pH E 3~ 5 ~ 7 377 2 /N\EHRE -
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<
xd
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H¥
=
20
i

3
R
6
)
&
>F

BHESEHE OB ENREREE & (DIONEX UltiMate 3000,
Bruker micrOTOF Q-III) (UPLC/Q-TOF/MS)(Bruker. Co., USA)#ETEE 7
7 - Bk mitFEmM A I0 - BARRBFEEZ (atmospheric pressure chemical

ionization, APCl) Z & & 78l % - [EFE=23(Nebulizen) B & €% 2.0Bar - &2

H‘r}

RMERE 8.0 L/min - JRE% 200°C - EAMEEES 3500 V - IR
ah - DREBEFENETERE - BEFEs$EES 50-1000 - &5 F
(Ibuprofen)Z BE & EEER m/z205 - FEEFERELES m/z159 - iRmETT

DITRIZR A EBZEEY(SPE)2AE H A% 0.22 um JBIEEIRE - WRFE 2ml 17
ERERS  BROMEFEMRES 2 ub - 2 MEEE<0.05% HEZLER

Z=(RSD) - i1 LC/MS Z UPLC Z BB Ko AT IR M 3R 3-5 /IR -
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& 3-5 UPLC S RER

A B #

r!‘

SYinged EEIRETE

REMHEAR kK B
0.5 ml/min 2 uL
2 0.1%EER = 0.1%BER

58 (min) 0-25 25-27 27-30

EZIKE
A 90% 0% 90%

HERE
B 10% 100% 10%

3-3.6 EMHZETGE

HERBERD - FLUES] pH BRI ZERK - 268 - HEEOS
TR ERE TR - TR RmMIACER C18 ZIEMR - WL Pz
ERPIRR - ZFHUATUER C18 B 1 ml BEEE % - RBREMF P OlEER
THEY - WL 3mlBEBEFKESL - WEBA 1mlaUERA - SR 3mlWE
B FACOES R AR ROEY) - RELL 1 ml NPRERRAPRLER - DIAREERR

REF A -
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OH
\'ra

NEH
il
<l
=112
Hp

= —
=1

4-1 EERBCHSEHRIE

4-1.1 AEERETREBICRACAENTZE
EUNENERD KRBRESNREBROMIEDH=TEALETN P
SF ~ FTF ; k13 Probe Type(#R&tT0) - Single Face Type(EET) - Face
to Face Type(E/LO\R) @ WaRERTEAEHHEZE(20 kHz ~ 40 kHz - 130 kHz -
140 kHz ~ 300 kHz)H [k fBzs BB R EC EUNE 3-2 Fi7R - Bt =&~
@ pHE 35 7 METEEHSERAE - WA AR EROHIFTE
T ZHEBZ1&H . RFEFETER 850 ml - RIERR%A 120 »i& - KL BER
0.1M - HIERERER  FHEREEET S IBNMEIIIAE - BERESL
ABERREER Z L ERR - EAAEYHRESRTR - MARBEKEARRE
RERNZHEREMM AR BRAERAMEFER BT K& ER LIRS

EE#E 70 watt °
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4-1 HERARE A ZBERRERET pH = 3 G METH(EHAER
Al 2R HopfEA FTF-140 kHz RESFIEEN TEERS - WiEZ
1.6x10”°M - BT/ FTF-300 kHz LISMNOAR R - S HESREARE
EAREBE - (K8 4-1 PRV - RERAR - BRFTF-300kHz 9 - L'E&ER
EESEIERS : FTF-140 kHz > SF-130 kHz > SF-40 kHz > P-20 kHz -

FEIE - BEERNBERBRTNE LTEEEMEZ MNE -

2x10°° |
— @ P-20 kHz
> SF-40 kHz
@ — SF-130 kHz A
s | | --A- - FTF-140 kHz A&\ .
1.5x10 -/ FTF-300 kHz W
.
s = ¢
o 5 = -
£ 1x10° - . 2 i
o / .
S g /« -0
- A - B ~
5x10° - 2 — A |
A 1=
// /<>

140

Time(min)

4-1 EAARAFER ZEBERRERE pH 3 G T ETHRICHS(EERES
RED P H1RE R Probe Type - SF BEMER Single Face Type -~ FTF %
E/OE Face to Face Type)
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4-2 BE pH=5FBMNERER - HER pH=3WERX T - BENK
FESRIEXTE pH=3 &K F2 25% - MELERHE N FTF-140 kHz Ik B &
B ELE - W3ES 7x10°M » SF-40 kHz 1 P-20 kHz AHE R pH 3 1&
N8B 7 SF-130 kHz B [ E4.E - BEE FTF-140 kHz (3ABREEZ=LE -
m L EFERSH-HRIRAREERWIZ A IELENEE G - MEERZIRE
FTF-140 kHz > SF-40 kHz > P-20 kHz > SF-130 kHz > FTF-300 kHz i
2 . BHEER pH3 A5l - RIEEESHURAZ FTF-300 kHz #4Al - £ pH 5

IR T L ZEEEAABKIBBIARIES BIELCAVE &

8x10° ‘ ‘ |
A
—@— P-20 kHz
7x10° | <O— SF-40 kHz A |
@ — SF-130 kHz —
6| | A FTF140kHz | A~
107 1 A FTF-300kHZ | - _
_ 5x10° - X |
2 /
5] 5 v
S 4x107 A i
@) J .
— , o
3x10° K o |
2x10° - |
1x10° -/, |
0 20 40 60 80 100 120 140
Time(min)

4-2 EFRARKRAZEERRERE pH 5 KRG TETHEHRSIEERE
ES
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4-3 5T pH=7THREPNZER - WEFH Y #EHER - ZENKE
YR EL) pH 5 9 25% - I, EEERIZIE P-20kHz > SF-40 kHz > SF-130
kHz >FTF-140 kHz > FTF-300 kHz Z#8%% - {BAE#RE 4-1 ® pH = 3
B - pH=7 R MNEZEHER LA TTEERNEE Y MNE-BIRTER
MHERE 4-1 BRHE - £ pH = 7 IRE N L ERRSAER - B FTF(E/O
#2804 SF(EEH)EE Probe(83) BRI ERS - ML FTF-300 kHz A9#E Al
KR LB RIRRENER BB 0-30 77 ##5% £ 30-90 73 840 F PRV EL -
M7 pH BEET - EIRFEIR P-20kHz 828 L EE S tEE pH LA M
BEFE pH BEEEE#IZE 1.75x10° ~4.75x10°(M) 2/ - 2% pH
3~7 [SERAPR pH REEERVN - AELUMERTH - BEKRESRE

4-OH ZHREZME= pH B/ AR -
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B 4-3 ERARFAZEE KRERE pH 7 (7HE TETT

xR

“Conc.(M)

2x10° ‘

—@— P-20 kHz
<> SF-40 kHz
@ — SF-130 kHz

s | | - A -FTF-140 kHz

LOA0T = AL FTF-300 kHz

1x10°

5x107

35
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4-1.2 BERGSWRARBHB(CHICRFNTZE

EE—/EHNERD - BBBIUEAR MB =t MB &5 US - EEFGEH
US 3#ETTEEER - REBURETA I MB $H(ESR S ENTE -

4-4 [ AR US RFESRTE pH=3 1R T4 & MBAINZ&R -
DUt BAE 4-1 RIECERIS A - A0 MB - B2 8 ERARI BB 25~50%
M L REEER  MELEESIR FTF-140 kHz > FTF- 300 kHz > Air
Bubble only > SF-40 kHz > P-20 kHz > SF-130 kHz Z#8%% - EESMN9E%
iR FTF-300kHz Z##7AM MB - EREMRBBEN LF - L& 0~30 D&
SRRERENBE - EHERERZ 300 kHz ZBE KT 4 T HEMREZRE
EINRAEG T - FREENERBY) - sEITEE(EEZE NWEERMES - B8
NEESTIB R IURRERABERE S - Al A EHRURRIETEE A KPR _
2 ERCRREEK PR ER BRI EERA 140kHz EX - MeEs0ES
FZHNERE - MERRERABERNTZEMEKPIE - AEZ MB K
SHNFRABEMARBRERARE  KREWRROZEMY - EIEGET - O]

DZEREABRDP R T EERESMAREELEERENGAE -
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2x107 :

1.5x10°

>
\

\
x

(M)

7%
/ —@— P-20 kHz+MB(Air)

5 | , o /0 ~@— SF-40 kHz+MB(Air)
1x10 : <>~ SF-130 KHz+MB(Air)
- -A- - FTF-140 kHz+MB(Air)
- -/\- - FTF-300 kHz+MB(Air)
4 - - Air MicroBubble-pH 3

| “Conc

3

W
AN

NN

5x10°

20 40 60 80 100 120 140

4-4 FREAXRNZBERRBRESERMRFIEE pH 3 TETH(EHS
(EERER

4-5 B1E pH=5 Z&H MEAR US+MBAINERZ AR - RIBRIWRF
%5 FTF-300 kHz > FTF-140 kHz > MB(Air) only > SF-40 kHz > P-20 kHz
> SF-130kHz - B[ 4-4 200 - EM FTF P 2 BERRERBARENGS
[2FE - BAEERE pH 3 & - FTF-300 kHz 8B RVKZHHR - BEE
SF-40 kHz~ ZEERMRRIE  FTF-140 kHz Lt =A% 4 - BIAEERE pH=3

IR D 73T 50%IR
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—@— P-20kHz+MB(Air)
~@— SF-40kHz+MB(Air)
~<>— SF-130kHz+MB(Air)

Lex10° | A FTF-140kHz+MB(Air)
- -/\- - FTF-300kHz+MB(Air)
- —— Air MicroBubble-pH 5 A
1.4x10° + L .
.
1.2x10° - -
, A
10 8
2
= 8x10° -
(@]
O

3

6x10°

4x10°®

2x10°®

140

Time(min)
4-5 ERFAEAFRNZEBERRERESERMRREE pH 5 1Z4TET
b atERER

4-6 % pH=7 IFRURIEBI - 1€ Y BHo]AE I - BBENREIRBER pH
3 pHS5EBH 10%EHA - MEERENBEFS SF-40 kHz>SF-130kHz -
FRUSEI o LR =R 5= pH EM L7 sESIR R EENRN R ERES SF(E
H) K P(ERN) BRI fESS  MAEERRE 4-3 EEAEBERE pH=5 NERP-

BRI 74 50%HIR -
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3x10° | — @ P-20 kHz+MB(AIr) ‘

~@— SF-40 kHz+MB(Air) .
~>— SF-130 kHz+MB(Air) -
5510 || - A~ - FTF-140 kHz+MB(AIr) - IS
X -/ - FTF-300 kHz+MB(Air) > P
- -+ Air MicroBubble-pH 7 /

2x10° -
=
9 -6
5 1.5x10 _
@)

3

1x10°®

5x10”

140

Time(min)
4-6 ERARFANZEERRER ESERMKREE pH 7 1RG4 TET
b atERER

Rig B 4-1~4-6 FUEER - HRBZHEREE pH=3 KARENRBIR -
BUL FTF-140 kHz Z2RERERVRERMEEE pH BNV LEH TEEEHH
B - MRHSTRE SR R E SR S ERRBERIRFHS - FTF-140 kHz £ pH

=3 AER ETESAERERNRRENER  HERWE 4-7 ik -
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HE4-758H REEANREBEAERFAER AL EEEHF S US+MB(N))
> US+MB(He) > US+MB(O,) > N, > He >0, - KA ER T MiEERFR
RBUK—EERIRIE  EFAREMHELLERNER  HbmmlhamERmEH

EWMARRERE N  IDRBLIRBEZENUR - BZ

I3

EEBERERE - A
NEF T 10 BHNR  HERDUFERIFRANK B - MURRENRIZ
& US+MB(N,) WIS - EOlf [ REESR 2.25X10°M - Z3E 4-4 hEH

FTF-US+MBAINEA T 1.5 BHBE -

25107 | | | | | |
WA —+
210° | - T -
0 &
4 AT RS
- s L 7 f",A--'/';"/"e | i
S 1510 e
o % e
5 / . /A s —@— He MicroBubblke-pH 3
Um ; | N . - ~O— 0O, MicroBubbke-pH 3
- 110° | . _
/ z V% ~0— N, MicroBubb-pH 3
/ G - -A- - FTF-140kHz+MB(He)
IS 4 <A+ - FTF-140kHz+MB(O )
-6 2
5107 // - +— FTF-140kHz+MB(N ) | ]
W O s , S—— i
0 20 40 60 80 100 120 140
Time(min)

4-7 ERARREZMKRBESETIRE pH 3 METHRICHA(EER

R
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4-1.3 BEHEEB{EBYZE(Sono-chemistry Efficiency)st
&

SABEBBEBNLERAS T - AMAS LREESRENEE - BEKR
EREENRBANERESRIFINEKIEE EAERF - REE 2-2.3 B9
(7)F(B)RE M —E{EIN S E--B (BB ZE(Sono-chemistry Efficiency) -
EE WUBENESFEEN TREERERB(EEMER(mole/)) - B 4-8 &
EEEB A RPTAGE ARBE K ERINBEEMER - BERSH SF-40 kHz
B ZREFERSNBEENE  RERR  EREZEREN SF B ES
BRANER - TEARKRENAGI  BRANMRESE - WEERIES
AENEE EARE - HRNEERE - WMEtEBEEURFKoJLUIEEMNREE
BREN L REEL  AIERSHNBEEMER - HE®EE 4-1 PEERS 5
=ER FTF-140 kHz Bifw fEss - AR EARPRK R ERIAE HESIEER/)\ - 1852
mE EARR - WEEBEEUXRE  £EIEE MNEARIRSHW LR
B - BIREMNB(EEUR - WMEIRHNTEE 4-1 FTF-140 kHz RESEB RS

LEEE BExEE4-8 AARERRERS MIARZEISFENBEBNEX-
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2.5X:|.0_10 T T T 35

ig 0™ | §\ § b
NS B B
"Ry

P-20kHz ~ SF-40 kHz SF-130 kHz FTF-140 kHz FTF-300 kHz

Type/Frequency
B 4-8 FEHEEKRESRE pH 3 IR T ZEBEBER

tl

B 4-9 BIERAFREMRAREESEERNBCENER - HREREEN

D

gz - BXRERESEMREE - mAEMIREERRNNREE REHERE 3°C

RES

=

m

B

ﬁT
it

R(55+3°C) - B 4-9 Phvr - EEIFEIR - RS =58
REEEBFEABENRERERENUR - HEPUREREZERNMBRHK
SR - H SEEZER 2x10 mole/) - MEREERBER - 478 1.3

BEREXR -
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SEKI(moIe/J)

e
o
_|

B 4-9 FTF-140 kHz @& pH 3 i T RS TRRIEMKTE 2 B2
HEH

RLBATIEAR T 2 MERRRMFRNER - AFFREE 4-10 PEY
RRPEOIEE(TLLER - BRERE 130 140 300 kHz % = BREEENR
fEgRch - AHIZEET SE EORUISTE PRARIRR - LRI R AR
BERRERRIHONE - URREREFMEMOESR - BERERERH 20

40 kHz EARHRASRRENREYR -
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1x10°

8x10™%° -
5  6x10" -
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4-2 g5 PEERH S

R RIEEMEENE R PRt B1E524 Ibuprofen (pKa = 4.9)¥# 1T
AR HPAMRERE T =—EAE pHE3 587 DIRSWEST®
KPR pH BEABIARR ~ NRERESR pKa FZREREBIER - ARERER

120 & - WS ARIREZMARE ~ ZINKIN H,0, ZEERELLE -

4-2.1 AREFREERBHESERZZE

I ERD - AMREETEMNUBERETRENESR - 5K
SRERBERRENNR  AREFEABRNSSE  TREIOREY
RS MEARERM pH & - MMAREE S TRRENKRRE

MAMAB AR EENERSEER
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4-11 BEpH=3NER N - EUBERETHESHERAGE - B
4-11 AR RENUR - EPEENREBURIFZIR FTF-140 kHz
> P-20 kHz > SF-40 kHz > FTF-300 kHz > SF-130 kHz Z#8% - &ERIX

REIRAEEH FTF-140 kHz RE==AER - 898 13%HNEHRUR -

0.95

0.9

Ibuprofen Conc. (C/CO)

—@— P-20 kHz-pH 3
085 7| -A— SF-40 kHz-pH 3 |
~<>— SF-130 kHz-pH 3
- -@- - FTF-140 kHz-pH 3
- - A - FTF-300 kHz-pH 3

0.8 | | | | | |
0 20 40 60 80 100 120 140

Time(min)
4-11 ERRAEAZEBE RRERE pH 3 R TETHESRRER
&R - Ibuprofen #1¥ARER 5 ppm - REREA 120 min - RFERETE 850
ml -

46



4-12 Bt pH = 5 WER MEERBE R ZME - HERE 4-11 PHR
AERY FTF-300 kHz £2 SF-130 kHz MZ&ESN - MRIGAW pH=3 ZHER - 5
SN=FE NFE 74 50% - ILAARAETT KI EERSAERE - & pH ELA - &/
RERIIR T BE - BRI REURBEFRARZEIR FTF-140 kHz > P-20 kHz >
SF-40 kHz Z 8% - BEJLIERERIEMA P-20 kHz ¥ - RV AR EER S S

BYRNmAY - ZERD 30% - HErmARIZm > 50% -

0.95

09 - —

Ibuprofen Conc. (C/CO)

—@— P-20 kHz-pH 5
085 | -A— SF-40 kHz-pH 5 }
~&— SF-130 kHz-pH 5
- -@- - FTF-140 kHz-pH 5
- -A- - FTF-300 kHz-pH 5

0.8 | | | | | |
0 20 40 60 80 100 120 140

Time(min)
4-12 ERARAEAZBERRERE pH 5 R4 T ETHBSRERER
HER

47



4-13 &% pH=7 REEHBE R ZAER - #HER pH5 - FTF-140 kHz =&
AEBUMRN N 74 30% - BiENREMREIR P-20 kHz > FTF-140 kHz
> SF-40 kHz Zi#8% - 1B%¥5¢ P-20 kHz LUK SF-40 kHz ¥ 2B E -

- AEMAEEAREMINRES - pH HBEEREBRIFZERV) -

0.95

09 - -

Ibuprofen Conc. (C/CO)

—@— P-20 kHz-pH 7
085 || —A— SF-40 kHz-pH 7 ]
~>— SF-130 kHz-pH 7
- -@- - FTF-140 kHz-pH 7
- -A- - FTF-300 kHz-pH 7

0.8 | | | | | |
0 20 40 60 80 100 120 140

Time(min)
4-13 ERARAEAZEBERRERE pH 7 R4 T ETHBSREEGER

48



)

4-2.2 BERESHMRRBRERES

ﬁ)'é

BER

\
8

FEUIPEERMNER - BBRMNMRREEZBERRESRT - DICRRARA
ETERRIE - WRESREE 175-185 ml/min - |24 mES 100-115
ml/min Z&4 - BRETUERSRERFETER - MEEE pH 3 Z/KE
RIREDRIETTE - ERFREE(He ~ Ny~ O) Wi EAHBM KRB RISETTLE
& - B 4-14 BfER US+MB(AInNTE pH=3 K8k - EEBUREIR  FTF-
300 kHz+MB-Air > FTF-140 kHz+MB-Air > P-20 kHz+MB-Air >
Microbubble only > SF-40 kHz+MB-Air > SF-130 kHz+MB-Air Zi8% -

HUSREEE FTF-300 kHz - B 60% I EFRE -

04 A —

—O— P-20 kHz+MB(AIr)
-A— SF-40 kHz+MB(Air)
-@— SF-130 kHz+MB(Air)

Ibuprofen Conc. (C/CO)

02 | __@--FTF-140 kHz+MB(Air) .
- -A- - FTF-300 kHz+MB(Air)
- —— Microbubble(Air)
0 ] ] ] ] ] ]
0 20 40 60 80 100 120 140

Time(min)
Bl 4-14 ZRMKRBESAEEERRERE pH 3 R TRERESE
"%:l I:l%
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4-15 & US+MB(Air) £ pH=5 B2 B4R - FiAHERNREWR
ETE - BERENRAZIR P-20 kHz > Microbubble only > FTF-140 kHz
> SF-40 kHz > SF-130 kHz > FTF-300 kHz Z#8%% - Hp P-20 kHz M &
gre - HEREMKESRNUERRD - B 12%4EH - EEEM KR ESEL
Boh - AHTFEEIR P-20 kHz MBS pHS MR T - AHERE pH3 &

pH7 BT N - HEREMRKIE -

Ibuprofen Conc. (C/C 0)

—@— P-20 kKHz+MB(Air)
-A— SF-40 kHz+MB(Ar)
~>— SF-130 kHz+MB(Ar)

0.6 | --@--FTF-140 kHz+MB(Air) 7

- -A- - FTF-300 kHz+MB(Air)

- 4— Microbubble(Air)

05 | | | | | |
0 20 40 60 80 100 120 140

Time(min)
4-15 ZRMCKRBESAEREERRERE pH S5 RGN EERESE
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4-16 & US+MB(AINTE pH=7 K2 ERER RFEUREZ Mg
Y #(C/CoRVE B B A 0.85-1 REIR - HZERIREEAHERIRIMRT
R 7 10%LAN - BAE 4-6 &£ pH [E1&% 7 BRG F 2 Kl BEERERICE -
HBBIWAR—2 - &£ Kl (RGP 2IREBERBNHERIERS SFHR Y

US fEss - mELAEERS  2IRDBRERBAERS FTF HBEZ US kIE

0g
1 —
0.98 .
~ 0.96 A .
S +
S 0.94 | R N e .
o F .
S A
3 092 F .
o
S
& 09 L | —O— P-20 kHz+MB(Air) |
-&— SF-40 kHz-MB(Air)
-@— SF-130 kHz+MB(Air)
0.88 I~ | - -@- - FTF-140 kHz+MB (Air) .
- - A- - FTF-300 kHz+MB(Air)
086 | —+— Microbubble(Air) |
] ] ] ] ] ]
0 20 40 60 80 100 120 140
Time(min)

$

Bl 4-16 ZRHMCKRBESARETERRERE pH 7 R4 TEERESE
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B EE RIS FTF-140 kHz B2 R ERREE - MUEEZ B HE
—FSZARREE pH3 R MREBURERAG - HERWE 4-17 2R - M
AEE FTF-300 kHz RERZ2EBMEE AR pHESS M FTF-140 kHz
Z#ERNE 4-14 Firs - ABRP2IREBE—HRREY - TEIFE=E pH B/
A REMROEREZREE - M FTF-300 kHz WoRZIRMWULRE - EE 4-
17 PIEREBEAREMWRREEBESEBERNERRHRIE - EEAMNLR

BEEKPRMESERELN 40% - BEBRESBE RGEERIRANEM

N

7 42~78% - MR ISHGETIR AR EIFRIZ2IR BN EZ : US+MB(O,)
> US +MB(He) > US+MB(Air) > US+MB(N,) - HPfER O, FUREE -

PR L B T A R AR RS - WEEE 80%2 ERE -
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—O— FTF-140 kHz+MB(Ar)
-A— FTF-140 kHz+MB(He)
-@— FTF-140 kHz+MB(O )

- <O - FTF-140 KHz+MB(N )

18 T T T I - - A- - Microbubble(Air)
N - - @— Microbubble(He)
W\ - X~ Microbubble(O )
N -
\ A --dh— Microbubble(N )
08 — \ \\' R
\ K- ) _
L\)O \b T TS e
o SN - |
¥ 0.6 \ <N
8 \
5 \ .
= 04 N -
> S
2 ~
~N
B ™ |
o ay, — B
02 * _
0 | | | | | |
0 20 40 60 80 100 120 140
Time(min)

4-17 UREREMRRELAES 140 kHz 885K pH 3 BEEHRESZ
BRER
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4-2.3 BERGESESRMAREMRREEHHESFTZ
Pee i Sl B

4-18 BB BESFMAEEESBMAKRAMK - JAE 4-17 PEME
DR TRBAS ETLE - BRER - @ 4-17 HE 4-18 & -
MERENREERAENE 40% - BBERFMELOLLR - TUBMHK

RIBEZZE - HRERBMESELHEANEE - EAMER Sml K - WX

N

EEER US+MB(He)&E - B 20%ZERUR - MAZERMNE 10 ml i - &
A US+MB(AIn#BIEEE 4-14 FRFELMKRER BETRIBRIHERILEE
178 3%RVERR - IJHILER - BeBEE ZBERER - BEE ZHRRER

MNE - FEEC DUER A EE R INIRER -
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< JAN
—O— FTF-140 kHz+5ml Microbubble(Air) | >
-/N— FTF-140 kHz+5ml Microbubble(He) "
0.7 | ~<C— FTF-140 kHz+5ml Microbubble(O ) - -

- @ - FTF-140 kHz+5ml Microbubble(N )

- - A - FTF-140 kHz+10ml Microbubb le(Air) '
06 L| - @— FTF-140 kHz+10ml Microbubble(He) A
- 05~ FTF-140 kHz+10ml Microbubble(O 2)

- ->X¢— FTF-140 kHz+10ml Microbubble(N )

Ibuprofen Conc. (C/CO)

0.5 | | | | | |
0 20 40 60 80 100 120 140

Time(min)
4-18 7 pH 3 FRMAREZ MR RIBKBERESET RFRMNESE
AR - SAMCKRIEKBRARIMVEETE - BB ZARVIRIRRETE - WiSEEE
SNRINBOCR R KB RIEMMIBSIHER -
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4-2.4 BERES H0 #HHh S ACRENTE

4-19 BLURI H,0, MAEEEMERZ BRER - MER LR RN
REBEERIEMRIER FTF-140 kHz (048] - HEREDE 85% - HEE 4-
17 cpeEH pH B FLUARRERE S ERMKRQETHEROMER - 2
DT HI 5% - RIBUL AR - BRSBEORRAMKTLRMLE - T

MEZRBREEANMRRENUR - BEEZIUAN H,0, RIER ZINA -

17— -1 & — — 1 _ O =
o
08 [ o _
o b
O —
~ 06 o —
g ~ _
S ~
5 e
o 04 \ -
S ' —O—P-20kHz+H O, \
Q0
= @— FTF-140 kHz+H O, N
02 <>— FTF-300 kHz+H O, \
' -4@--H,0, only \\.
0 ] ] ] ] ] ]
0 20 40 60 80 100 120 140
Time(min)

Bl 4-19 £/ H,0, FS#BEKE pH 3 TREMESIERER - RIMNZ 5ml
H. O, RS ER 7.5% -
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[ 4-20 RAKARE pH= 5 IR N - REREBRRZEM FTF-140
kHz zfE=rv#ER] - E28 4-15 8 - EHEM pH ERRESS T - £/4 H0,
AR US+MB(AINZEAZE 12%MFEEMR - EILERR - BZEHER

ERANRIEERNESE - HEEnEHERR - BoESROEABELER

)

R EEERRER -

o L2
3) 08 B
S .
8 |
o
§_ 0.7 - \ .
o]
= ——P-20kHz+H O, \\
@ FTF-140 kHz+H O, .
00 | <~ FTF-300kHz+H O, o 7
-4 - H,0, only
0.5 | | | | | |
0 20 40 60 80 100 120 140
Time(min)

B 4-20 £/ H,0, &S #BEIKE pH 5 TREEMESERESR(RIMNZ S5 ml
H,O, BRI ZER 7.5%)
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4-21 BE pH=7 NIRAE T ZER - HEJHNEBRURREZRRZE
FTF-140 kHz &FEss - EEx pH BURERESZERMWRKRENE 4-14
HEE - ERRSESRRECTIRVRG - DS LI 25%RIFRBIR - A
FEMERSH pH BFRG NETKRER - o/ 2ZXMREPZE 4-16 - @&

ARSHERNEBERGEMARENAGI - LURSREEME SR -

Ibuprofen Conc. (C/CO)

—O—P-20 kHz+H O,
@— FTF-140kHz+H O

06 | <— FTF-300 kHz+H O _
-4-- H.0, only
0.5 ] ] ] ] ] ]
0 20 40 60 80 100 120 140
Time(min)

Bl 4-21 £/ H,0, FS#BEKE pH 7 FEERESZEBRERCRIMZ 5 ml
H,O, BTEZER 7.5%)
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4-3 mEHETNECEREMEINEE
BRAHRAEROREESEL - R Y SEERTE - MERP
HE R RS - USRI R R CR 2 - RIS 5 85

R B EREUREEN pH =3 § - HaE2(E5 ARBRIRE T

ﬁT

ETLER - RN BEREASHRUBENNERUAS RERESERMKR

- ERESREMAREESEN  HmESEERNEE -

EE 4-22 2DIBERE pH=3 FREBMESERE R B REEZ({ERIEE
IR - B EREREL P - SF -~ FTF2RETER S - AR P BRER
20 kHz —7& - I ETTSZAVLEER - i SF(40 ~ 130)LAK FTF(140 ~ 300)

AIFZ2REEREZ (RSN RERERNBRENFRENR - EMAEAREN
REERAERI SF-40 kHz LUK FTF-140 kHz & - X LPUREE SR FTF-140
kHz BERFRIREER - AR CIEDRERN LT - REZRERIEE

ESHIMR -

59



—@— Ibuprofen degradation efficiency(%) dT
14% T T T T 30
o
12%
< 10%
(&)
k5
= 8% |-
% ‘\Q - 20
c
2
ks 6% o
o
o
g 4% - - 15
c
2
o
= 2% |
XS] - 10
0%
-204 | | m | m 5

20 kHz 40kHz 130kHz 140kHz 300 kHz

Frequency
Bl 4-22 EFPUREBTRRERE pH=3 HEEHEIURIRELLR

EE 4-23 DIARIZEE K RE=A01 MB(AINBIZRIZIR 4-22 WREZE
R BRARE LB RERNERN - EXBRPIRE IEE MR SERIY
R BEAMIBCKRER  WRFRENRERARREZR nE2ERE
A9 FTF-300 kHz - RAFFRHERES FTF-140 kHz JRERRS - ZERK PR
ERB LT ERMURREEKPRIRKE - I IRBEATREEBHORR
BEBRFEFEKPRERM F 2R EERREEEHRHE - MEEREZ(ER
189 300 kHz - BRBEEVIS FEZR BB MRIERA IR R /BB 2 B
=<J

60



—@— Ibuprofen degradation efficiency(%) dT

60% \ \ \ //////). 30
_ 50% |- ®
< - 25
5
c
2 40% -
& - 20
c I
2
kS 30% | r
o
-§ -| 15
S 20%
o
Q.
=]
2 L0% -1 10

° °
0% | | m | m 5

20kHz  40kHz 130kHz 140kHz 300 kHz

Frequency
4-23 FRIEFERREREGESZERAMRRBEE pH=3 BEHEIURK
g E{EZEER
B 4-24 ZBRABEKGES H,0, REMESERBRAINMARE

RAERl - B8 4-23 AREIRVZE - EREHRAENERERISEAMLEL -

{=)

MR T HERR - EREABERESMCRRENER NETRERE - BEsARR
HREASIAMECABAIBEKPTRINERE - A—ERRSRER
IBIMEE T BB RIEBMR L7 - Blof BB R ERRENBE R ARKR

4 S H T DU K TR IR 2 -
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—@— Ibuprofen degradation efficiency(%) dT

100% ‘ ‘ 30
~~ 0, L !
< 80% 25
=
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o
S
T 60% -~ - 20
c
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= a
8 =
o
g 40% - 15
S
S
(o
>
= 20% - -1 10

0% : ‘ 5
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Frequency

4-24 ARIETKKRERES H,0, % pH=3 BEMSZURKEELI(E
ZEE#R
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4-4 /BB EEER SR

RERBREEBER

I

i

).
=

2

/i

MR RE BRI SRS - UG E PR A2 S|

s

EY 2R AR EZED US+MB(AInE US+MB(0,) - EmAEEE - T1F
FRMEE T EREE D TR AEE A (t=0min) P (t=60min) - & (t=120min)
—ESERMEELE C2RNEE - EEEERPANIELET 7 IBU Z
HEMETTONT - MEDITRE 13.3 288153 [BU MEBEF m/z=205 275
+ m/z=159 M@ 4-25 Fi7r - FEARWFELL US+MB(AIn R E R 48 7 2 FERS
B 120 D EZEARE - EOMER 10.8 2EREEIEY m/z=221 DK
m/z =177 ZRIEYE 4-26 Fi7s - W EE¥ 10.8 7 ERRER 7B REREN

4-27 FrinREE B i mEM BT IFF E RIGIRA D -
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Intens. ] FS_IBU_S5ppm_GA2_01_5017.d:-MS, 13.3min #795
x104 1
1.50 205.1261

1.254
1.00

0.75-3
] *

0.50_: 159.1196

E 291.9937
0.25

116.9289 232.9779 433.2435

1 L 334.0584 381.0926
0.00 . NI sl Y [N e xLLLL.L'A Wi bk L

0 50 100 150 200 250 300 350 400 450 mwz

& 4-255ppm IBU {R#m 2 E:EE - 1R E 7 BIA IBUmM/z=205 KREF
Bt F m/z=159

Intens. FS_ABS1_GAS_01_5024.d: -MS, 10.8min #649
] 1-
291.9920
8000
6000 -
4000
221.1198
1-
249.9790

2000+ 116. 9279 177 1289

1 J L 422.9379

l.hu [T L A ul I i A ol Lo b
0 T Y " T ¥ ¥ u
0 50 100 300 350 400 450 mz

4-26 1L US+MB(A|r)I3§ﬂ¢ IBU Eﬁ*ﬁﬂ%?sﬂ 10.8min ZEEE - %175
B2 BI%A m/z=2211BU REF&EF m/z=177

Intens. { FS_IBU_5ppm_GA2_01_5017.d:-MS, 10.8min #649
291.9934
6000
4000
2000 232.9783
116.9291
158.9392 427.2426
363.9261 456.2473
0 PV YT TR Y .m..x.m.u.... N J‘ YV WY YW Y
b ; Y v
50 100 150 200 250 300 350 400 450 mz

4-27 5ppm Ibuprofen IRERE S TRE 10.8min ZERELE - H
FEREZYETRERBIREMEAR 2R ME A4 -
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KR P B US+MB(AINERE 120 7iE ZRARNE 4-28 #Bnt
m/z =191 WP EEDISRE 23.6 nEBERANRENED - BEREME
RERERNIEBERIREREEARP NS A UYRE - (BAER US+MB(AINRIE
HIBBREEREA L 20~30%WE 4-29 Fivk - AR 25 S8l E

Wz— -

Intens. FS_ABS1_GA8_01_5024.d: -MS, 23.6min #1412
x104
191.0078
0.8
0.6
1-
044 116.9274
1- 1-
255.2347 1- 417.3269
0.2 1- 298.0063 1-
223.9277 338.0008
99.0041 j l
0.0 . lLkLlll. [ X Y WA PRTTEO AW TP TR TR
0 50 100 150 200 250 300 350 400 450 mz

4-28 A US+MB(Air)Fz#% IBU E S ESE 23.6min ZEEE - X 1R5CE
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%1041
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100-f
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025-2 w

0.00 b e '

0 5 10 Tlme [mln]
Z \FS_IBU_5ppm_GA2_01_5017.d: EIC 191.0093 -All MS ‘FS ABS1_GAS8 01_5024.d: EIC 191.0077 -All MS |

4-29 L US+MB(Air)p##2 IBU 45481 IBU 12 mbP BERELE m/z=191 2
PHE - ABLEE 120min KEZ US+MB(AIN&EAEE A% Sppm IBU
REMZERE
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RIB LM DT - AT EIRE m/z=221 - m/z=191 - m/z=177 E=E=x
ZRIEY - WiRHE D. Fatta-Kassinos & ABIHZE(D. Fatta-Kassinos et al.,

2014) - #RAIE K EEEWME 4-30 PA7R ©

)

MR SREREEYNEEIND  AMRRIREAER - E@RMKER
SEERERMES ZEIEY  HEOINEREREE KEGICEIERE
FREEZS—[EREIEY - MEEZEEYEEBHMESIRNEBETH

R ARETHENEGEERET 2 REEBREMERRETE-—DHNIH-
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CHj3

O
CH,
OH
HyC
m/z=205 |Ibuprofen /\:
CH
o 3
CH; o
CHs
OH
HyC OH
H5;C
- ~OH
m/z=191 Byproduct m/z=221 Byproduct
CH,
CHs3
H5;C

- ~OH
m/z=177 Byproduct

4-30 AHFELL US+MB E 1T i85 2 E RIS E(D. Fatta-Kassinos et
al.,, 2014)
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FOHE
EXRHRFRET ZARP N ERR 7BERRESRT - FEE pH ES
K3 2GS HRBMREE - ™ SF RELIK P R RE:S - BES0TE
pH =7 BESZERMWARENRGE N EERED pH =3 HESZRMARE
BUIRA T 50% 2 REMER - HIt#HR - EREKEZ pH BERSR - 2B4&

BMCRRBEARARS L NNBER - 198E50R DS pH EHRBIEEN

H
EmESRENERD  BAMRZEREREH - EMESKARE
HITE pH=3 I - ZENRERESS MR G MOER IBU - mE
KAR pH BRI R pH=7 I - EREURZKigED - B R FTF-300
kHz Wz fEes - BEEERREURRE - B pH BT - Z&RERIIL
BRIXANTE  BEXMAPFIURAENRE - AR RZRER 2B
RAABERAR FTF B - Mz alsEiE SRR 300 kHz IFEBIHHE
MRAE - MIRED W HMIBH 2 S EREE KB (EBURBEART LS
FRERUR - ZIME US+MB VB RS - HRRIRR KBS KRR EEEN

o - R MERNMCRRENTE T - KIFFRELZ 7B 2-5 PRIXEIR

I

(Tuziuti et al., 2006) - ZARPAERZMCRREGREBRSBRERLSEL

H
op

R R EEMRRE - WLERBEZB R EE A & IE I — KRR EERRRK

ARER - W—RETOU LB MU RRERIFERA - RABERNEEME
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