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Removal of Estrogens and Pharmaceuticals by Different Activated Sludge

TRBURRR,, Iy **
Taro URASE*, Toshiyuki TANAKA* **

ABSTRACT, The removal of two estrogens, two possible endocrine disruptors and ten
pharmaceuticals by seven different types of the activated sludge was investigated. The degradation of
17alpha - ethynylestradiol, bisphenol A and benzophenone followed linear adsorption — first order
degradation model in which adsorption and degradation can be evaluated separately. Keeping the
sludge in the laboratory for a long time increased the adsorption equilibrium onto the sludge. Among
pharmaceuticals, ibuprofen and fenoprofen were degraded rapidly, while clofibric acid,
propyphenazone and carbamazepine cannot be degraded by any types of sludge except for the sludge
taken at a leachate treatment plant located in a solid waste disposal site. The degradation of diclofenac
and indomethacin was also slow and required lag time before following first order degradation kinetics.
The degradation of gemfibrozil, ketoprofen and naproxen was dependent on the type of the sludge.

KEYWORDS; Pharmaceuticals, Estrogens, Reaction kinetics, Activated sludge, Degradation,
Adsorption.
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ARERE AR F AR TA DR BB RE AERISH L COFE SRR E L E X STV BWE,
KIRDLAEFR AT THD 17 B -estradiol (B2 TH D ", E2 1F, FALIERE THENTHLMC
EstronEDICZEEL, E500 Bl 32 I L EEX BN TS 2, —FT, BRI EENE
WMTA R 2 THD 17 o -ethynylestradiol (BE2)id F/AMENEE THMANELS, FOHNRICEH{ IR
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E2(ELISA W) DEHRERIT 7T7%°, 4 XV TICBITD 6 »rHioABEEOFE T, E2 OFSkERT
86.6%° T 77, WhF L b, AV MRFFTIIARL WS, HORKI COBEE R LE LAEH 2R S H 3720000,
LYV ECRERY BIFT 2 L BSETH D,

~7, EFEHTOVTIE, b &b LR TOEMNERT 2 X5 BERSROWEEF->LOTHY, B
BIC Lo TP AR COREMIIRE < BARD, N VIR DA TH, HERESn T O 50E
Id Propranolol, Tbuprofen 72 & CH Y, —JF, BREINIZVHE L LT, Carbamazepine 23%1T H4C
W5 7)0 Z OFE TIIFREE DR & SN Diclofenac [2- oW T, BIOSECIIBESRCH D & STy
%% FARBS CORECEBL 52 ARF £ LTSRT 2% Y SRTI0 BLLECEESOBREENE A

* BB TR REIR TEeR AR T % (Dept. Civil Engineering, Tokyo Institute of Technology)
** BAEOE, A= PbzERf (Nihon Suido Consultants Co.,Litd)
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BEOWMERBAMNY, 25 LERERDE L& OFEITH LTI,

IDX I, IR AECEREROEMERE COREICEL T, BERICHEL 52 TV BRI,
A B B TR, BRIEOE WEOIEIHERIE TOMETIL, 1HR~DWRE & AW BB T
B, HBHBRADWED DO ERRI DN T HIERA~ORERRICET 5L o055 9, B
B, Wi & AR/ T R —TRET DIRFRAE — IREUSE T ME & o TRMERVE DG
RETOBRERB LB TE 52 L 2R "N, &5I0, EHIER COBMEERLORFER pH 1Tk E <
BIFT 22 LA RVHL 2, BEMGClaANED BB TR~ ERR OB MBE SN T ORER L LTOMD
B AT L ARLE Y, AT, MR LR SRR ERROBRESEA AV AIEROBRIC L > T Y
DEITEDRHD DM OV THR~T,

2. KBk
2. 1 FEBRIAW-EMER

Table 1 1238k CHV V- IEMBIROMERE & SR E B 272 o I EBEAHEMLSS, pH 27w T, 5 7 FTDBE
AKAAERRERR CERER U721 IEBIRGEIR A, C,E,F, G), BEU, GIRA, C 2 Z=ROFRETEE L/EEDB, D
AV, {51 B, D ORI, (BIRRESEMLED b LRVEREICEE 202 2 RIS RRIZ T 1
ET, B1E, BRYRSE, V77 ¥—EEREO¥S0 FEYREL, ERLEERIIZITEERN
TR e~ R BT L7 AT FARTARHL, (5IEB T5 » B, 15D T2 HERIEEL
SRR L 7o BRI, THIE A, TRIR C 2S@E OFNTT FARLEES, V5IR G AMBRIRR AT T
WAERE FAMBEE S OIRER L7z, SHIERE L{5R F I, MURERERT, 15 E IZRERIESE
TSRO BEEEAS S LUK B g% 7 5, T5TE F IESEEEMEBIRIE S B LRSS GBI L 72,
KR OEER S (MLSS, HRT, BOD-SS A4 H 4 —4 v b & U BRSO/ E D TRAK R
BI0ugl ZBZTOBEMNE HMIZHOWT, FRIHBBAITIE Table 1 IZR LT,

Table 1. The origins of the activated sludge used in this study.

Sludge Origin Remarks
Studge A | Shibaura municipal wastewater treatment plant
Sludge B | MLSS 985 mg/l, HRT 8.32hr, BOD-SS loading 0.47 d”' Keeping in our laboratory for 5 months
Sludge C | Morigasaki municipal wastewater treatment plant
Sludge D | MLSS 984 mg//, HRT 7.03hr, BOD-SS loading 0.27 d”' Keeping in our laboratory for 2 years
Sludge E | Tokyo bay landfill site 3rd leachate treatment plant Nitrification - Denitrification sludge,
Influent contains BPA, BZP, CA, IBP, NPX and PPZ more than | Attached media added
10 ugl
Studge F | Ichikawa night soil treatment plant Nitrification - Denitrification sludge,
MLSS 5,500 mg//, HRT 4days Membrane used for solid - liquid
Influent contains BPA, IBP and KEP more than 10 u g/ separation.
Sludge G { Todoroki municipal wastewater treatment plant Mechanical aeration with pure oxygen
MLSS 1,800 mg//, HRT 1.70hr, BOD-SS loading 0.50 d”,
Influent contains no target compounds more than 10 1 g/ level

2. 2 ESSEWE

BT 2 RO R h oy 17 B -estradiol (E2), 17 o -ethynylestradiol (EE2), 2 fHD &AL
¥ Bisphenol A (BPA), Benzophenone (BZP)3 L U* 10 BEEDEZES Clofibric acid (CA), Gemfibrozil
(GFZ), Ibuprofen (IBP), Fenoprofen (FEP), Ketoprofen (KEP), Naproxen (NPX), Diclofenac (DCF),
Indomethacin IDM), Propyphenazone (PPZ), Carbamazepine (CBZ) T 5, & 512 Estrone (ED% E2
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DL & UTRE LTz, Table 2 \CHBULEMDDFRLAKA S & 7 — N8, BEARBEEL,
GCMS BIFERFDE =& — A T U ERT,

14) 15)

Table 2. Physicochemical properties of target compounds by US-NIH
mass (m/z) in the measurement by GC/MS

and Hansch ef al., "’ and the monitoring

] SIM mass
Chemical Name MW LogKow pKa Tat Ref

17B-estradiol E2 27239 4.01 N/A 300 227
Estrone El 27039 3.13 N/A 284 160
17a-ethynylestradiol EE2 296.41 3.67 N/A 324 227
Bisphenol A BPA 228.29 332 N/A 256 133
Benzophenone BZP 18222 3.18 N/A 105 182
Clofibric acid CA 214.65 2.57 3.0 394 130
Gemfibrozil GFZ 250.34 4.77 N/A 309 83
Ibuprofen IBP 206.29 3.97 491 161 118
Fenoprofen FEP 242.28 3.90 7.30 197 422
Ketoprofen KEP 254.29 3.12 4.45 209 105
Naproxen NPX 230.27 3.18 4.15 185 410
Diclofenac DCF 296.16 451 4.15 214 216
Indomethacin IDM 357.80 427 4.5 139 141
Propyphenazone PPZ 230.31 1.94 N/A 215 230
Carbamazepine CBZ 236.28 245 N/A 193 236

2. 3 ik

TEMETSUERRETRIL, FRER =72 512 3000rpm, 10 53 DiELOSBEDOE, EEZZREFES lum OF T A
HiHE AT(GF/B, Whatman) TH L, AiEHE KEBEREAREEE L, —F, WEBLZERIC
LTI, A¥ /—30ml &4, BERENE 10 5EFT, BEASRE L, LR, AGBREREMRR
BHEFE—OBREIC LV RIEL, ZIUCK - TROBELERMRE L Lk, A, ZOBEHFETRET
&5Mi%, B2, EL EE2, BPA, BZP T 0, EESOBEREAERROBEIEII T o fr, EREOGEIL,
pH L COBR~DOEEIZHTINTH D VO Th 5,

E2, B2 O3RN <5 5 El, EE2, BPA, BZP 120\ T3, C 5 4 27 BB 0% 5m/ OFEE A
FATEHL, PAFAFEMRLL, E2-d4 &%/ — b, chrysene-d12 ZPEREL LTHRIML T, GC/MS
VETHHT LI ', BEEI T 5 CA, GFZ, IBP, FEP, KEP, NPX, DCF, IDM i3, Sacher & " & U Koutsouba
5 9%5E |, pH=2 OEESMEC 2,3-dichlorophenoxyacetate, chrysene-d12 &4 7L 2 3( 7 & LT
Mz, C18 EFgHRHT « A 7\ CGHEFHZ TV, A ¥ —/LCEsH Lz, it T, 2,4-dichlorobenzoic acid
FREMURAFERT DI, EE5M FCEE L, PFBBr S8 bot, BEEL b=z
A L, GCMS(Bi, GC/1TA, QP-5000A) THy#f Uiz, 7235, PPZ, CBZ (2 2\ TiE, &ML B2
VWS, PEBBr SFEA(LOBELZ R TY, MUy a~w M5 A LICEAT-D, CAR Y FEER LT, 8B,
AEIOFRCIL, YIHIRE 100 1 o/l & IHEBRERE CERAL L TRV, RIEBRIESROMRE TR, 7
FUIEET T I EDOIEL SENLREIN, FOMIE, —HOMEMIIOWT 3uegl (FETH o725
L DA ONTI Lugl THY, SEOEROBNNLIEIXEDOH D O TIEENo T,

2. 4 HROETIL
BEYHOIEEER COBREICBWTE, AP TOT U —OBERIC L B BOG00HE, IKS#Re Ed
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EZONDN, %< OWMEWME AN LIFERIEH D WITBROB~BITL, THIREEROIRIE COMK
IGEZTHEE L LD, KM ETBRAAOBE L& \JHIE LT — 4 R, A0 LiERE~OWE
OFAT EIBIAE TONIRE DRI | EEFRRTE 5, FE DITREWE OEMESER TOREICDNT, #F
W& 1 WKEUSETAFBRRLTEY " —osF 01, Figure 1IZ5RT & 91248 & 15TRMBR O EE
FEFEH kb, AAR-TEMIGIRARBCRE b, TSIRAHCO R ky D 3 DDART A—F—THEERITE D, =
DET AR « BIGFNFUCOWTEREOET L Lo TEY, BRERIITHBE ORELZ I/,

WEB LUGEIEE L IRTH D0 E I NI OWTEH, &Faidhsh, KT /VEEH U CRERSUTRENT
% EE2, BPA, BZP (22T, SRSV T LIRS TH 5 & FRIERA DIk S5, BPA OFF
HEBIRA~ OB SV THIARS TRV E DMELHS2 Y, SRSIEEE COEERSE L TRRE L%
2B T EEISOZLEIH BB O LEZ TS, OFRPKBEE OB 2T T 2N CQRN5RMEDE
BTk 5KTH 5,

CW
a’(,BC ) Adsorption Partition
di =k, (k »Cw —C )X ) Water phase kb lT kp
dlC . X
(c; )=k,,(kpCW _CS)X—kICSX @
22T, C, i KHEFPTCONSWHL AL ERE Deformation k]

Lug/f], Cq: B{LMLSS #7290 OFEMEEREFTO
LW < EVERRE [ 1 e/aMLSS), Xt IRAHRITHE

YVEERE MLSS) [MLSS/I], A: IBA K arss Fig. 1 The concept of linear adsorption - first
order degradation model.

ERRE-], ko BoEdEEEES (], &, AKE-IEIEBIRAASALREL [1/eLSS], © &, SRR E ¥ (hr ]
THDe RNTA—H—DT 4 o7 4 70, EBEMEHFRT A TOICB/ N RBEI L > TUTo 7, VIENEE
1, HIERE O, AAB 100u g/l THDBIETTH DA, ~ b U 7 ZAEREUNRORE S AARRE OWIHIE %
100 12 g/1 &TEEFNZ, AFRREOYHME LB E LT, 2D (2) Off%E Omega 2 = L—1 3 VHOHE
Y7 M7 EQUATRAN -G ZRWTERIEIZ Y 4 v b I/ TIT A= —%RFE LT,

IR AE— R BT T /Y, BRI SIRE DR ET 5 ER2 72 Y OWE X OBAIITE
IMTHERET 528, EZEMTOWVTE, BRADREDLT L HREL 2, BEERROBENKE LD
pH DIROEHRRO T, KERBREE20 Y, AR TE, BRSOV TIREROBEST-
TVRNZ EN D, KAENLOREEE THmT 2 L &L, KNS OBREER—RIGE RIEAORE
HREREE 2 LUTOL D ITER L,

d(Cy)

=-k'C, @
7 y 3

¥, EEGOBE LR, BAESERRFEDOOCON, BE 0 1T, ERKTE L 20mel 8E
BETLILNE, ZOFETDOCIZONWT KERD D Z LIGEY TIRRVELH D0, HRs <7 A
—H—li% T 4y FEELIDMEORE LR TED EEZ, fMEL Lisholz,

2B, KEFFECIL, E2 ORI THD Bl 2RO COMERMIDNE L Tk, O &id
VLY, SERNMEETLOTIIR, ¥BLAEMNLENUND LD~ LT &\ )BT )
EVIEEE VTS,
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2. 5 HHfEERHE

SIEERRT, HOEE2 Y v bAD U T 7 4 —% 0°CIURBEFRINAT > T2, AEAKIZZ Va—R, XF
b, BERETR R, L7 AN U BEEEEBENEOROEFRRA)FEREST10:10:1:2 THEML,
BIREBEALZ2 Y v MLOREBIZ LT & EIZ, FORATED TOC 723 100mg/l & 72 51K TAL K% HE
L7e, ¥RFAEAE - ERGIFNENOWEREN 100pg/l L7225 5, ANLTAREEBIZYT I -
WML, 96 BEEZhH Tz » CREARIE Uiz, 20L&, BEERE L HIZTE FBIUAZ / —/4 100u
BYT I H—~FBLIAZN, TH b & AF /) —/UZERT AERITOC & LC80me/!l AR SND D,
EBRYIEAD DOC 14 Table 3 12733k 512 135~178mg/l Th o7, FEBRICHODIEIEI, BUEEHER 24 FiH
LIRIZEBR R BAET A 2 LiC L, BRI L > T5IRBES MLSS T4gl I2TAZ L2 BELEN, F
D TR FIZRREVEETER L, pHIZOWTIE, TR L0, BEVASEER(EREE
IZOWTHE, TBIROBERENE < pH OFBICEEOBOTMALE ThH o2/, EEIIFETHZ 2k
3, pH=8 TEE% L1z, DOC L F/VE L, BEGOSITOTOOERIEGTROY 7 7% F5HH
&% 30 53(DOC OH 7 AOAH 04y, 3HER, 6°ER1, 12 BERd, 24 B, 48 B[, 96 BEElicIT o7,

Table 3. The conditions for the degradation experiments.

Initial DOC DOC after 96 hr degradation MLSS pH
(mg/ ) (mg/ ) @0

Sludge A 178 24 4.51 6.3
Siudge B 135 25 4.26 6.5
Sludge C 168 21 427 6.5
Studge D 144 7 2.66 6.7
Sludge E 136 30 597 8.0
Sludge F 165 25 2.12 6.7
Sludge G 157 11 2.80 6.6

3. ERERLER
3. 1 EE2,BPA, BZP (ZkT D #9BRE —IKSET NVOEA

Fig. 2121518 A 2l > 72835 0 EE2, BPA, BZP /e, {GIRMTORERLE =T, FICRENED
D AKFEHREMER L, SENSRMICBITL, LR, AGH, BIRERDRENRD L, 3 DO A—
Z—BLUOKMEYIRES Y 7 b7 —THETA &, K2IORLAE LI RERER N TE, #)
HIOKABRE OHETIEIT, EE2IOWTHL, 1404 gl TREIC2 0, ERROVIEAEBE 100 1 g/l L =DM,
BPA, BZP {2V Tt 100 w gl BREECH Y, B~ A5 L AR EFL T, BE2 T 23T 0 AREN 2
WEBRIIAATH SN, EEERICSEWE R RN LEGAC I u~ N7 L DO Y7 PEEROE S &
D HREL R LD b 7 AR TITRVDEEZ TS,

Figure 2 OFERMNE 3 20D/3F7 A— S HERDI-FEFE% Table 4 17T, FF°, 158 AGEF O TAWENS
PNCDW T, Figure 2 D275 7 1 TEE2° BPA L ¥ BZP O4RIGEN T 12 LT, Table 4 DGR
A DO—RFUSTHEEES k, % SWE THET S &, BZP DBEERBRHREL R TWA I Edbhnd, £,
Figure 2 T BPA OVERFEREDSI B HA 0 25BN & 1256 LT, Table 4 TOIBIR A OWREEHEE
k13 BPA DIFEMEH/INE L ApoTWD, 7=, Figure 2 OIGIEFEILE OHHEDS EE2 1200 TR B RE
NI EIEHE LT, Table 4 TOVER A OSFR k12 EE2 OBE0 R HRE {lg>THD, TDL I,
T AT 4 T ENT AT A—F i, KB, BIRFEORE ORRELORHEE L < LT, E,
WEZ LIk BT D &, BRI TRGEIE BN 1T D BPA R TS EIE C 1okl 5 BZP vAS
EORMP R ECEEMNBOENTOVARWESERWT, EE2 © b BRE RESN, kT, BR~D
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WEDLESERT/TA—F—ThH1,EE2 Dk, BRE VI &L, SEIDOHEMEDH T EE2 O log Kow

MRENZ L EEELTWA EEZ LND

Table 4 TIT, FEEMHWLSHHEIRGETE E)TO BPAIZ DWW T ORISR STV, i, FEE
WAL R A REIRED BPA 2EATEY, ZHBIE L THD Z0OERTHE, SMED TR
ofeli®, NTA—F—EOREILHDRT —E PELNRD ST TH D, £, koW, EB
FIAO T — & MRS EE L A 503, WEIMERR G Z 2355, BUKEFE NS RENS 30 0 & 3 Bf

BT, TOBETRETDZENTET, WELE L7 DL, Table 4 TIE>10 &EFRL,

Tl k=10 & LTHID T A — & —%IRE LTz,

e

140 [ Cone [Hg/L] 100 [ Gone [pg/L] 100 [ Conc [Hg/L]
120 80 80[
100[ EE2 Water phase BPA Water phase BZP Water phase
t 4 observed 60 A observed 60 A observed
80 —estimated —estimated —estimated
40
20
0 0 A st A
0 12 24 36 48 60 72 84 96 0 12 24 36 48 60 72 84 96 0 12 24 36 48 60 72 84 96
hour [N} hour [h] hour [h]
15 [ Conc [HG/gMLSS] 6 [Cond HG/gMLSS] 5 [ Conc [HQ/gMLSS]
A
10 EE2 Sludge phase 4 BPA Siudge phase BZP Sludg phase
4 observed A observed 4 observed
~——estimated —estimated ~——estimated
5 27
0 0 0
0 12 24 36 48 60 72 84 96 0 12 24 36 48 60 72 84 96 0 12 24 36 48 60 72 84 96
hour hour [N} hour [h]

Fig. 2 The change in the concentration of EE2, BPA and BZP in the water phase and in the

sludge phase in the case of the sludge A.

Table 4. The parameters estimated by the linear adsorption - first order degradation model.

Activated sludge SludgeA | Sludge B Sludge C | Sludge D | Sludge E Sludge F | Sludge G
MLSS[gMLSS/L] 4.508 4.263 4.270 2.663 5.969 2.115 2.797
kp hr ) 3.381 1.782 2.635 2.000 1.324 2.264 0.341
EE2 kp [L/gMLSS] 0.182 0.823 0.097 0.438 0.649 0.823 1.048
Kqlhr 0.085 0.200 0.167 0.013 | 0.043 0.167 0.098
kp hr1) 1678 1.130 >10 2.278 - 2.118 >10
BPA kp [LIGMLSS] 0.085 0.377 0.124 0.217 - 0.245 0.259
kqlhed 0.111 0.589 0.117 0.028 - 0.252 0.035
kp thrY 3699 1.048 >10 3.542 1.657 1.691 1.326
BZP kp [LGMLSS] 0.077 0.664 0.243 0.161 0.881 0.331 0.305
KqhrY) 0.931 0.022 1.406 0363 | 0.116 0.051 0.058

Figure 313, {5RAEBRE TR LILEED T A—F —HOELE R LOTHD, 5IEA % 5+ A¥
LI ENIER B, ¥/, 1508 C & 2 FHER LIFaNIBR D Tho 1, EREWHELEETHZ
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EWZXD, RIRDSRRRES) kTN 256 LB TDHERH 7203, k15T, HIEC & D @ BZP
ERROT, BREERECTERTIZ LI TTTHENL, LIET_TORETHD Lz, ZoZEn
b, ERECTIEMNERYEE TS L, HR~OBREMEOREEE LT T2 b OOFEIRIE COW BT
FERIIRERD LALLM 2T, 2B, AN OREENDEER, Btk & kL ORIZL-
THEDD, KL OREFEREIZOWVTIL, SHICBTEETLI LT3,

1015, ] 10Tk [L/gmiss] 20Tk [ne )
L L ® S| & Sludge A
8 [ =Sludge A 08 5 Shdge B 15[ 9 Sludge B
O Sludge B ® Sludge C ' 8 Sludge C
® Sludge C o Sludge D O Sludge D

0 Sludge D 06
04l

02f

J 6.0 . . ! ' . J
EE2 BPA BZP EE2 BPA BZP EE2 BPA BZP

Fig.3 The difference in the parameters with and without the acclimatization of the sludge.

El, B2 oW T b IEREDRNTATTEE Ch 28 1, SEIOERTIE, HIROB O EERRIZADEB0IC
MLSS #E<REL, Vo7V 7R bES R, SROEVE2 OR_F A —F —(0EFEIZIRE
THIEITTERD T, Fin, VER B2k 3 BPA 075 C 2k D BZP 12V Th, L9387 A—
B —{E& EHRD BT-0120E, MLSS 1< LTERT D4, b LIE, EROPOY 7Y o 7 RilE
BETHUEND T,

3. 2 BEERLDHHE

EHEFLDIBIR AT L B 5EOEREE Figure 4 (RT, CA, PPZ, CBZ {2 2W\WTik, 1E & A SIRER/DA R
biviehsoiz, IBP, FEP (Z-2oWTH, SREOYIHAN S 1 IREUGCHNTIBE DM L T 5725, NPXIZoWT
i, SEOBIED L IRFISTEZBNA LD LB L TEY, X512 GFZ, KEP, DCFE, IDM (22T,
B & AN TROBRIEI BT B, ZHUCOWTIL, 2 DOBIRNERETH D, 1 i3G5 DOC
DEWETR, EERO LD RSORS00 LASRED A X ) —, Ta—Rp SR LT
BET AHEAANEEERIIED b TBY P, Z0ERIZBWT, EREETHOS S ORE N EE
BT, ERLOBEGEEN NS o mREMAZT O 5, WE—o0RIT, ENERA I NE
TEERINTERREL Y LFE L EBEOROEEWEIZ M L X120, SRS MAERPEE L2
Wy, BBV, BEEAFTEISNTRELT, NREINEE L RRERRET b, EHbOSRNTEMT
Dol Y, VEEER T IEEREIT o TVRVED, T D2 SI3TER-o7m,

Table 5 13, ARFBRTORMEMEOKIEDHOMREERE 2 BERS ZEET, a0 — KIS H T
WEHT, FO—RAREE MLSS 720 T—BICL7-bOTHD, FPT<0.001 & LmHON, B
BN TRIEIZ LD T 4 v T 4 7T EIX 230001 BLFIZ A2 572 b DT, Figure 4 TOVEIE A DEFED CA,
PPZ, CBZ LRI UL ARV L 27 T 7 TCHER LT, $72, RTCREMLZH DI, Figure4 T
DHIR A DA D GFZ, KEP, DCF, IDM & R ORRIGBIED RO b D TH S, DCFIDM TZ 5 L
TOBIERENROND Z L3S o7,

ZITRRE LEEERTIY, £<OWEY, —MRICESfEE Shd EE2 L0 b S OIS TH D
T & 73 Table 5 \TR SM 7=, IBP R FEP (IR ST WESSTH 2%, CA, PPZ, CBZ 13 £ D5
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201 20[ 20
4, ,
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Fig. 4 The change in the water phase concentration of pharmaceuticals and DOC in the case of sludge A.

BEROWTHSMEMTEA LR BN -7=, DCF, IDM % thERyEE s AEM G, 12& A 8T NTOIERT
EE2 X0 L8 Thh 7, 25 L=, fofes Hic & 28 & P8 L 7, GFZ, KEP, NPX
WDWTHE, TG DWE R LEVER &SR UIZWERER B o7, GFZ, KEP, NPX OFRERIT
PH 2R F S5 MBI RE 725 2 L idbho T B ', AEBRTO pH 14 6.3-8.0 DMK T HLE
TOMRTHEBREOH LV CH Y, BEROELEROMOIODERPFEL TD EEZLND, B
MRS B OIEIRGETR B) T, MOTERTIIF L A YIREBUV O ROV CA, PPZ, CBZ 122V T,

BVHETIIH D0, BREME LT, AFHRELY, RAITERLTODZ 0D, ORISR
FIZN D OTIIAR, £, BESLSEOTBEIRGEE B) 0 BPA, LRAEEBRGETRE o E1+E2, EE2
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Table S, Apparent first order reaction constants in all experiments in this study.

Activated sludge SludgeA | Sludge B | Sludge C | Sludge D | Sludge E | Sludge F | Sludge G
MLSS[gMLSS/L] 4.508 4.263 4.270 2663 5.969 2.115 2.797

E2+E1 K/X [L/(hr-gMLSS)] 0.0456 0.0729 0.0113 0.0270 0.0523 0.7441 0.6895
EE2  k/X[L/(hr-gMLSS)] 0.0108 0.0545 0.0085 0.0050 0.0077 0.0738 0.0405
BPA  kYX [L/(hr-gMLSS})] 0.0081 0.1242 0.0073 0.0068 2.0150 0.0543 0.0084
BZP _k/X [L/(hrgMLSS)] 0.0477 0.0066 0.2665 0.0183 0.0208 0.0133 0.0110

)]

P

)

]

CA  k/X[Li(hr-gMLSS <0.001 <0.001 <0.001 <0.001 0.0047R | <0.001 <0.001
GFZ kX [LKhr-gMLSS 0.0087R| 0.0068 0.0129 0.0026 0.0160 0.0088 0.0213
IBP  &k/X [L/(hr-gMLSS 0.0872 0.0324 0.2485 0.0087 0.0838 0.0783 0.3257
FEP KX [Li(hr-gMLSS) 0.0166 0.0071 0.0446 0.0046 0.0658 0.0207 0.0562
KEP  k7X [L/(hr-gMLSS)] 0.0095R| <0.001 0.0096 0.0013 0.0955 0.0046 0.0124
NPX  k7X [L/(hr-gMLSS)] 0.0172 0.0049 0.0052 <0.001 0.0023R | 0.0017 0.0971
DCF  k7X [L/thr-gMLSS)] 0.0045R| 0.0031R| 0.0036R{ <0.001 0.0015R | <0.001 0.0060R
IDM  k”X [Li(hr-gMLSS)] 0.0025R| 0.0020R| 0.0037R| 0.0185 0.0067 0.0028 0.0097R
PPZ kU7X [L/(hr-gMLSS)] <0.001 <0.001 <0.001 0.0010 0.0039R | <0.001 <0.001
CBZ kX [L/(hrgMLSS)) <0.001 <0.001 <0.001 0.0020 0.0026 0.0010 <0.001
LDOC k/XI[L/(hr-gMLSS)] 0.0042 0.0037 0.0044 0.0094 0.0027 0.0085 0.0086

EETHEL TRBY, FKZINOSOPENMEY MBETCEEhD EEZOND I E0b, BIEGIETC
HDEBZLND, T, EELPEERVEE CEEREERTAZLICLY, ERHONRIENTZ
EAEDEETET L2, MAKICOWCOERLBREDEROHDIERE, F, G 2HE L TH, (KRE
DEESG~OIEHERORE & BRER BRI b o1z,

4. fim
5 FEEHOTEMATE R LUV 2 O FEERE CHAE L7aBIRICH U, R U3, EERREEEZRNL,

IO OYEOREKBIERZ R, BONEmE ELODEUTOLIITRD,

1) BEToERE2WE LSBT TEETEAHENE 1 RRUGET A 17 a -ethynylestradiol,
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3) EELO—EOH O, SAREROERE CRE O L RN ERTIIC R oD Z E03H 0,
FEDS 1 IRFUS SARGE LB DBIET 2 b 0N o T, J OB L T, tho5s \ﬁ#@%’gﬂ)
FEC K B HEOTREN: & ERA OO LEREER L E0FEE SN D DIZEEED 7o 7o ATREMA
WCTE D,

4) Ibuprofen %> Fenoprofen I ILBRYME S NS0T WEFS ThH o743, Clofibric acid, Propyphenazone,
Carbamazepine 13, & OiERERAWTHBEORBAEE A FR LN -7, Diclofenac, Indomethacin
b EEAHIEE S REIE T, e L 0 BEAR L S5 17 o -ethynylestradiol (EE2) L 0, 1T A E D7 — AT,
E BITESRIE T > 77, Gemfibrozil, Ketoprofen, Naproxen (22 THE, T b OME R 53R LEWG
RBEGELIZWERER DT,

5 BEEWLZHOER T, MOBRTIXIEEAESH LA Clofbric acid, Propyphenazone,
Carbamazepine &, ¥V EHE TiIdH 2508 Lf_o BESEMILSY IR DR /K MUEEYEIE T Bisphenol A, L
FRACERIGVETR T 17 B -estradiol (E2), Estrone (E1), 17 o -ethynylestradiol (EE2)7: &1, B T4y
BLTHY, PEREBIOND,

HIEE AP O L, 7Y #OK - RERSEHREMENIC X5 Ml £ 2 TiThh,
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