KEHT-VORFBERLE LT, AE, 18, BIFELHD
LAY 34kg/ R & REEH o T 5™, Ky — 2R
WBWTELAROKERIZ048kg/ B TH-Z &
o, BEKOBEARETT S & 29/ EE725.
F 72 Monaghan 13, A ¥ Y ADKZEIFIZEIT BIKOF
ABE 1.8~ 23kg/ KEME L TVDH0. KFEDRDL
ITEROERCEREICL > THRR ST DD
o2& EHdHb00, BERKEEEOLT Y VT
ETH 5 3kg/ RITTUREHICH D EEZDLND.

ULORERENS, BEK, BIUOELAKFOE
TeAhZu e LT, ATV LV ARBERICLAT]
EERBEWZ ERMRISNE. $hesulg&l L
TIHECARKRELY b, BEIRPICBITTO2EERK
XN LRI EN. L, ZOMRKICBIT
HECARIZONT, HEBRARIEICE SV E
HERBRE EZiE LR, SMi7 o 0oBHER
ISmg/LTH Y, BEIR~BITTOEENELL D,
HIEFEHE :0.05mg/L & KIBICHEIET SR & roT.
b) ATULRHEEEOEE

P Eomitnn, BEIRK, £LAKFOZ 0 LD
Hske LTIE, AT UL RBIBEETHD EHESN
o, FIT, ATV UVARBEEEFA L TORWE
HOKZBIFLIZBNT, BEIR, ECAREY T
Uy 7L, BHETFHM L.

KEEIF LICBIT B BIR, £ UAROEHERER
OFEE %, (1) EBEFED 10 RIEOEREK, £UAK
DOFER L HHETR-BITRT. LEBK, BLXOLE
CARDBEBHEN, 7.0mgl, B3LU03.4mg/L THY,
ERAEORKEL LT, SEAITEVVERIZ
Holen, BEEK, 1EEK, BEECARITEEL
e 69, KRE UCEHERYE : 0.05mg/l 2 KIEIC
BB LT\, Thbb, £78h0FANRT R
MHIIAT U VARIBERTEL D70 i THDH &
HRENTD, AT LV RBZEAERRL LY, B
BEEOFEMIIEHE LV EVWE S, AT UL ARIEE
S o 7 v hoBERE LT, FRRASCE S
728, HEREIRR 2 ELD BV KZEFERN OMEIZINZ,
BIZEML R EORBEENREZ DN, AT LV AREEEL
IFETEHRVE, BEIR, ECARROI o AZE
BEBIIFL TR EEZLNE.

Ak, 7 ua Lk KEFEMEDLEURAICHER L
=22 BT D, RPEOARMI 2 LD 19 BEFES
BHEIZOWTHRAE L TWRhRITIITR S 20,
IOBHITBWTY, SHEEE BHEAELE
WLUTLES FREMAE . o T, 5%, ~"J7 4
JVE T L AE U AR Lo Y ITWVKEEFE A A~D
KE~OPEHZME L, TR, BISK O
HERNTAZEOMBELEZLND.

100 T T T T T T T T T T T
i i i H i i ] I i b i
90 | Y JE U DI UQNUI N SN U N | Q- — R SR (G
! [ 1 t i 1 ' 3 ; t i
! i ' f 1 i t [t ] i '
80 [ [ [ f ! i | v i i i
t ) t t i i 1 i [ [ '
M Fr——-i——"4-—t—-—r—-—i———A—-—4- -t it Tl Bl
-3 [ [ i t i 1 1 i ' : l
I T S B L I
ab | [ ' ' i [ 1 e t t 1
£ :
= ' [ [ ' f [ | t ' t l
mﬁ SO -~ "7 "r-" "o TTa°7T I e e e
Et] | ) i ¢ ' 1 1 i ' t 1
P 40 F- -l i m m ook m e — —d — — e e -
o ' ) : t [ 1 1 t t 1 1
Lo b4 _beou_ o _Jo.
30 Vi [ [ i | 1 P 1 |
3 i t i 1 1 t t ' t
20 F-—ria--T--r-Tr T SOm TR T
i 1 [ i t 1 1 t [E R l
‘0 - =1 S RPRNRPI (U ENU U M G U [ I LB -t d o -
U i t ] 1 1 i P l
0 | I | | | l-lf I ! 1 | -
E F G H 1 J L E F G I L

B-5 MHRLICBITLEER, ECAKD
AN v SEEHIE O B

4. FE®H

ABFFEL, BEOMR O KEEF LRI, KEIK,
BIUOECARP AW a2 bOFEHEREZIA ST
THEEBIL, JulREEIND AT LA L
WOWTHFAEL, BRI R DWW TRE L7z,

LT ohicmRiEgrd.
CKEBIFILBITAERBIR, ELAKOKRIMZ 0 LA
HEIL, 10 AL TITB W T BB RIEIC X

DIRE STV AIEHEEYE0.05mg/L) 9 10~ 1,900
EoRBERMHEENZ. —F19BEFEICELT

L, & B (250mg/ke) 2B L7-D1 3 BED
HTHoTm. LEEN-T, BIROBHEILEE
THUENRDD.

- BEIR, £ELAROKRMZ o NEHE, 1958F
BOBEGRNL, ZLOYVUTAVT, 1I95EFED

FEAERBHERBR TEH LTS Z E0D
ol XoT, BHEZWHITA70120E, £
T, 19 BEHEELIE LT R bR &
AEEN, TNTHERARLE L CEHENEEL B
BT AHAIII R CAERNLETHDH EEZD
nie.

- HET A OBRRESEBROIK, CORENEVE
AT, Mz v iAo 19 5EFENEL & HIEH
EPNEBBOIHE EIND 7 — A b RO DN, KR

ELTRHEREIERL TRBY, FROZEX
FIHZEOMRICIIRAR DD EEZ NS,
cHETRRET — & &, AMiZ v LD 19 BEEFEN

b, KEFNLHTABRBTRE~PHEIN DA
fivebsE (195FFEN—X) 2#HELLEZ

B, BUAME LTI 7 p V=0 EHET A
MBRENEAIND Z & T, ECAEBRLRWE
BB L, 78 ~99% BEOHEHIMEIIRERH B

TERHEEINT.

- 386 -

271



272

< KEBIC BT A RE~DOET v AOBEHREE KD,
fOBRBEFAER & i L= & 2 A, HEV A E D
RN —ZZBWT, ARAKNIFEER, TKI5RE
R, PEEEMERIL Y bE R HFREMER DY, A
TV ABIBEE ORENRE I N

S RPDAEZ v ADEFE LT, AT L ARLE
B& LIEEAED, KFEIF1ERICBT2E7 040
T ARG CAEHLMIL, FOESELIHTIE
HCX, FEIOREND, RPNt v b0
FEAHEEE LTIEIAT VA ANEBREL,
FNOENRPIIBITLEZLOTHD Rl Sz,
« A5 L ARIBER B VIR OESNO KFRIF 1 HERR
IZBWT, BEIK, BLIOEUCAKOBEESRT
fiL72E =5, EBEHEEORKRICHE L TRV
FICH 7205, KR E L CRHEREZBIBRT S
BRI ST, LENRST, A7 L ARLEERN
< kh, thoru NREOEEBICLY, BHEE
YEDOEMITE LWRICH D E VWA S.

c A%, MBEICLAREE LT, 7abk kEFEM
B HESICHERR L2 — A BI 5, KPP o
MMtz v L0119 BEFECHEHEICOWTIARE
LTW TR 67208, ZOEEIZEWT
b, SEERYE BFUEEEZEALTLES T
BEMNEW., LEB-T, N7 47 —FI &
BHETAE Lom 0 ITVKEEIFS O KRR ~DHEH
ZIHI L, RNELABEE, BIEIKOLE L RET
BILEBKLETHA.

B AEEZ T TAICHEY, X I8
fRIA X, TEEFHAEIC WAV E 8 BT KZES,
BLOBERBEBBEROFT 2 IEHOBERT. B,
ARG O —ETERK 20 R A BRI F B
& (BASBRIZERIFREE) L Eshr.
BV W2 IR BH#T 5.

£ 3k

1) EAEE R, RE - BETBERRE L
TBERER), ERIVEEFETEREY, & HERV
KERDIEAR « FERREOE OV RS, #ETR —FEER
— T (F48) B, http//www.e-stat.go.jp/SG1/estat/
List.do?id=000001035603,2009.2.5 {& ¥ HL1E .

2) BIGHE : TETAR KM , BT EFIEEREA B AR
EHiHE,p.31,2007.

3) EAHBE XEEERHERE | ER20E A D EERE
DEMME, £1R - ADBREREOERHER, hitpy/
www.mhlw.go.jp/toukei/saikin/hw/jinkou/suikei08/index.html,
2009.2.4 {E RIS .

4 REEL, wFMEE, KT AZEFPOHHEIND
HEDEOEERE & COMIRIR, BELEIHR
£, Volds, pp.259-270, 2008.

5) EEEHE  KBEDOR, AMEZ m L4201, O0EHEHE
BAT UL ABRE?, 20064512 A 8 HA T 1 1, 2006.

6) il BN, PE R, BG4, BREE, ZhBERIRIK §
FEROERICET 2 BAXB oI E OB AN, EEY¥S
FRICER, Vol11, No.6, pp.333-342, 2000.

7) RS, PEFIST B D AV FMEE U — X281, R
fi7 oA, E, pl9,p4a3,2008.

8) A. Santarsiero, G. Trevisan, G. Cappiello, G. Formenton, E.
Dell’ Andrea: Urban crematoria emissions as they stand with current
prectice, Microchemical Journal, Vol. 79, pp.299-306, 2005.

9) HEET, NHRT Y R 7FEESY —X21, K
fti7 v, RFE, pp27-30,2008.

10) 354 et - BAOKE, $F2& A - b4, 221 R
75 A DL H) T4, https/fwww.stat.go.jp/data/nihon/02 htm, 2009,
8,7 TERIE.

1) EAESBE EERHER (ER20FE) 2R REsLE,
EIE RE Fr6% HE - FEOTHE, 4 - Fikx
SEERBI , http//Awww.mhlw.go jp/toukei/youran/data20k/2-06 xls,
2009, 8, 7 fE G

12) MMBAE Bt AARDOREEIRERY, 28 A0 #H,
2-25 B BFETH K VT #, hitp//www.stat.go.jp/data/
chouki/02.htm, 2009, 8, 7 {E RIS .

13) USEPA: AP 42, Fifth Edition, Volume I, Chapter 1: External
Combustion Sources, 1.1 Bituminous and Subbituminous Coal

Combustion, Table 1. 1-18, 1998.

14) USEPA: AP 42, Fifth Edition, Volume I, Chapter 1: External

Combustion Sources, 1.2 Anthracite Coal Combustion, Table 1. 2-
7, 1996.

15) USEPA: AP 42, Fifth Edition, Volume I, Chapter 2: Solid Waste
Disposal, 2.1 Refuse Combustion, Table 2. 1-1, 1996.

16) USEPA: AP 42, Fifth Edition, Volume I, Chapter 2: Solid Waste
Disposal, 2.2 Sewage Sludge Incineration, Table 2. 2-5, 1995.

17) USEPA: AP 42, Fifth Edition, Volume I, Chapter 11: Mineral Products
Industry, 11.5 Refractory Manufacturing, Table 11. 54, 1995.

18) USEPA: AP 42, Fifth Edition, Volume I, Chapter 1 1 : Mineral Products
Industry, 11.6 Portland Cement Manufacturing, Table11. 6-9, 1995.

19) PHEET, NEFASF B Y X 7 FEEE S U — X201, K
iz v b, L, pp99-143,2008.

20) BRASER, FFOPER, TIREE, BNS, L, Ak
ol AWHEALEREL, SWEE, p701,1998.

A EE S, BHIE : 70 ) EER( & BRIy o A
() & DRIE (D 1), EEHSTE, Vol8s,No.10,ppA96-
500, 1977.

- 387 -



22) Rorert K. Murray, Daryl K. Granner, Peter A. Mayes and Victor W, 25) B8 TETHRUK ZEMERR, B E R B RIS BhIE A A KRS

Rodwell (EfRIRABER): A TR LA T v B A== Siths , p.98, 2007.

E{bZ, A, p.563,2003. 26) Adrian Monaghan: Conceptual niche management of grassroots
V) BFILR: TR 1 1 1 OFER, BRI — 1y 7 R, innovation for sustainability: The case of body disposal practices in

pp.134-138,1997. the UK, Technological Forecasting & Social Change, in press,
24) Willi Barger: Analysis of Petroleum Products with the ELAN DRC 2009.

ICP-MS, PerkinEhmer Field Application Report, 2007.

(2009.5.22 241

Measures and Source to Prevent the Emission of

Hexavalent Chromium Compounds in Ash from Crematoriums in Japan

Nobuo TAKEDA!, Masaki TAKAOKA?, Kazuyuki OSHITA? and Shoji EGUCHI

*Eco-Technology Research Center, Ritsumeikan University
"Department of Urban and Environmental Engineering, Graduate School of Engineering,
Kyoto University
? Taiyo Chikuro Industries Co. Ltd.

This study measured hexavalent chromium compounds in the fly ash and bottom ash from a number of
crematoriums in Japan, and investigated the stainless steel trestle as the source of the chromium, to evaluate

the emissions from crematoriums.

The hexavalent chromium compounds leached from all of the ash samples exceeded the Japanese
environmental quality standards for soil by 10 to 1,900 times. Based on the consistency of the mass balance
of chromium in the crematorium, the estimated source of the chromium was mainly the wear of the stainless
steel trestle. Nevertheless, the hexavalent chromium compounds leached from ash samples from a crematorium
that did not use a stainless steel trestle were not low enough to meet the Japanese environmental quality
standards for soil. Future studies need to investigate ash treatment from crematoriums using bag filters to

limit emissions.
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Abstract. Anthropogenic sources of mercury emissions have
a significant impact on global pollution. Therefore, find-
ing uncharacterised sources and assessing the emissions from
these sources are important. However, limited data are avail-
able worldwide on mercury emissions from crematories. In
Japan, 99.9% of dead bodies are cremated, which is the high-
est percentage in the world, and more than 1600 crematories
are in operation. We thus focused on emissions from crema-
tories in Japan. The number of targeted facilities was seven,
and we used continuous emission monitoring to measure the
mercury concentrations and investigate mercury behaviour.
The total mercury concentrations in stack gases were a few
ug/Nm? (normal cubic meters). Considering the time profile
of mercury and its species in cremations, the findings con-
firmed that the mercury in stack gas originated from dental
amalgam. The amount of mercury emissions was calculated
using the total concentration and gas flow rate. Furthermore,
the annual amount of mercury emission from crematories in
Japan was estimated by using the total number of corpses.
The emission amount was considerably lower than that es-
timated in the United Kingdom. From statistical analyses
on population demographics and measurements, future total
emissions from crematories were also predicted. As a result,
the amount of mercury emitted by crematories will likely in-
crease by 2.6-fold from 2007 to 2037.

1 Introduction

Given in its high volatility, mercury is emitted into the atmo-
sphere from both anthropogenic and natural sources. Sub-
sequently, it enters oceans, lakes, and rivers from the atmo-
sphere directly or from deposits in surrounding basins, even
when no specific source of the element is present (Fitzger-

Correspondence to: M. Takaoka
(takaoka@environ.mbox.media.kyoto-

w.ac.jp)

ald et al., 1998). Some of the inorganic mercury in water
is converted into organic mercury, which can be very toxic
and is subject to biological accumulation. Consequently, the
emission of mercury is of great concern. The United Na-
tions Environment Programme (UNEP) is conducting studies
with the goal of a worldwide reduction in mercury (UNEP
Chemicals, 2002). These programmes require estimates of
the national emissions of mercury from major sources in
each country. A report by the Arctic Monitoring and Assess-
ment Programme and UNEP Chemicals (2008), lists mercury
emissions from crematories because dental amalgam con-
tains a significant amount of mercury.

According to the Ministry of Health, Labour and Welfare
(MHLW) of Japan (2008a), 99.9% of all bodies (1 108 334)
were cremated in about 1600 facilities in 2007; this percent-
age is the highest in the world. With demographic changes,
the number of deaths is increasing, and the number of cre-
mations will also increase (MHLW, 2008b). For religious
reasons, mercury emissions from crematories in Japan are
not regulated by the Air Pollution Control Act or the Waste
Management and Public Cleansing Act. However, examin-
ing mercury emissions from crematories is needed to deter-
mine their environmental impact and to take measures to re-
duce or monitor them if necessary. Anthropogenic sources of
mercury emissions have a significant impact on global pollu-
tion. Therefore, finding uncharacterised sources and eval- .
uating the emissions from them are important. However,
only limited data on mercury emissions from crematories are
available in the literature. According to the Department for
Environment, Food and Rural Affairs (DEFRA) in the United
Kingdom (2004), mercury emissions in 2020 will be 1.67
times those in 1995 and will peak in 2035. It will contribute
11-35% of the total mercury emissions in the United King-
dom in 2020. In Sweden, it was estimated to be the third
highest contributor of all anthropogenic sources of mercury
(Hogland, 1994). Emissions from crematories are also very
likely to have a significant impact in Japan.

Published by Copernicus Publications on behalf of the European Geosciences Union.
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Fig. 1. The pretreatment section of the speciation CEM.

The purposes of this research were to measure actual emis-
sion levels, estimate emissions from crematories in Japan us-
ing measurement data and clarify the behaviour of mercury
in crematory flue gas with the goal of predicting the environ-
menta] fate of the mercury in the surrounding area. Finally,
future trends in emissions were estimated.

2 Materials and methods
2.1 Facilities

Table 1 shows the configuration .of the seven crematories
and the sampling conditions. In Japan, to prevent dioxin
emissions from crematories, a guideline was implemented in
2000 requiring installation of air pollution control devices
(APCDs) in newly constructed facilities. Although the re-
moval efficiency of mercury by APCDs is beyond the scope
of this research, APCDs do have a significant impact on the
mercury concentration in final flue gas. Thus, we selected
three crematories (Facilities No. 1, 2, and 3) that were con-
structed after 2000. In these particular facilities, bag filters
were used as dust collectors and advanced APCDs had been
installed. Additionally, Facility No. 7 also has a bag filter
system, although it was constructed in 1998. Conversely, Fa-
cilities No. 5 and 6 were not equipped with even a dust col-
lector. All crematories had a series of one secondary com-
bustion chamber to one main combustion chamber, and in all
cases, flue gases were cooled by air ejectors. Facility No. 1
used a heat exchanger for flue gas cooling. Natural gas and
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oil were used as auxiliary fuel in four (Facilities No. 1, 2, 4,
and 7) and three (Facilities No. 3, 5, and 6) of the cremato-
ries, respectively.

The origin of the mercury is believed to be dental amalgam
(Mills, 1990). Since there is a large difference in mercury
emissions between a body with or without mercury amalgam,
we conducted many measurements at two facilities (No. 6
and 7) to determine an accurate average mercury concentra-
tion. In other crematories, flue gas was sampled twice for
each crematory. Since bodies are cremated individually, flue
gas was sampled throughout a cremation, from ignition of
the secondary burner to extinction of the main burner.

2.2 Mercury emission monitoring

Knowing the species of mercury in stack gas will contribute
to a better understanding of the environmental fate of mer-
cury. The mercury concentrations in stack gas were mon-
itored continuously using a speciation mercury continuous
emission monitor (CEM, MSIA+DM-6A; Nippon Instru-
ments). This device was developed by Nippon Instruments
and the Central Research Institute of the Electric Power In-
dustry in Japan (Chua et al., 2003). The pretreatment section
of the speciation CEM is shown in Fig. 1.

An aqueous solution of 1 mol/L potassium chloride and
flue gases that had been passed through the dust filter is
mixed with a gas/liquid contact coil to transfer oxidised
mercury (Hg?t) into the liquid phase. The gas flow rate
is 0.5 L/min, and the gas and solution are separated in the
gas/liquid separating tube. Elemental mercury (Hg®) in the
gas phase is washed with 1 mol/L potassium hydroxide to
remove any acid gas, and the excess moisture in the gas is
condensed with an electric cooler. Then, the gas including
Hg is fed into the first detection device, which is an atomic
absorption mercury analyser (DM-6A(1)). The aqueous so-
lution in the gas/liquid separating tube is directed into an-
other gas/liquid contact coil and then mixed with 1% stan-
nous chloride and 10% sulphuric acid. In this process, the
Hg?* in solution is reduced, liberating gaseous Hg®, which
passes through another gas/liquid separating tube before it is
fed into the second detection device (DM-6A(2)) to quantify
the Hg?*. Here, the gas flow rate must be the identical to that
in line DM-6A(1). :

Given this speciation, CEM was developed based on the
Ontario Hydro method, which is used to determine the el-
emental, oxidised, particle-bound and total mercury emis-
sions from coal-fired stationary sources (ASTM D6784-02,
2008); it was compared with the Ontario Hydro method pe-
riodically and showed an excellent correlation for mercury
concentrations ranging from 0 to 100 ug/Nm?® in a munici-
pal solid waste incinerator (Chua et al., 2003). The detection
limit of this device is 0.1 pg/Nm?.

Some flue gas obtained at Facility No. 7 was simultane-
ously sampled using an absorption method based on Japanese
Industrial standard K0222. Flue gas was passed through

www.atmos-chem-phys.net/10/3665/2010/
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Table 1. The configurations and mercury concentration of seven crematories.
Facility No. 1 2 3 4 5 3 7
Dust collector Bag filter Bag filter . Bag filter Electrostatic - - Bag filter
precipitator
Advanced APCD Catalytic Catalytic Activated carbon - - - -
reactor reactor filter
Flue gas cooling device Heat exchanger Air ejector Air ejector Air ¢jector Air ejector Air ejector Air cjector
+air ejecor
Ventilation Induced Induced Induced Induced Induced Induced Induced
The number of secondary 2 2 2 3 2 1 2
chambers connected to
flue gas treatment line
Fuel Natural gas Natura] gas Kerosene Natural gas Kerosene Kerosene Natural gas
Experimental No. 1 2 1 2 - I 2 1 2 1 2 44 33
Cremation time 58 57 66 59 48 68 64 45 71 66 84 (60-107) 57 (47-15)
Age 64 75 91 79 98 85 66 80 84 65 81 (52-99) 77 (29-101)
Sex female female female female female female male female female male male(24), male(22),
female(20) femate(11)
Hg concentraion 0.2 0.9 0.3 0.4 04 3 303 14 2.8 03 3.0(0.2-82.7) 4.3(0.8-252)
(ug/Nm3)
Hgo concentraion 0.1 0.5 0.2 0.1 0.3 2.7 30.1 1.3 27 0.2 2.6 (0.1-81.2) 2.2(0.0-23.6)
(hg/Nm?)
Hg?* concentraion 0.1 04 0.1 03 0.1 03 0.3 0.1 0.1 0.1 0.5(0.1-2.7)  2.1(0.7-8.1)
(ng/Nm?3)
a glass filter and bubbled through a sulphuric acid solu- 30
tion with potassium permanganate (KMnQ4). Mercury ab-
sorbed in the solution was measured using a frameless re- ™
duction vapourisation atomic absorption mercury analyser éE“ /-
(RA-2; Nippon Instruments). The sulphuric acid solution %) 20
with KMnOy oxidises organic or inorganic mercury into bi- 2
valent mercury ions, and using stannous chloride as a reduc- g
ing agent, bubbling changes ions into mercury vapour, This E
mercury vapour is then directed to an absorption cell and = 10 ]
atomic absorption was measured at a wavelength of 253.7 nm 8 .
to determine the quantity of mercury.
Carbon monoxide (CO), oxygen (O;), carbon dioxide
(CO4), nitrogen oxide (NOy), and sulphur dioxide (SO,) 0 t ;
concentrations were also monitored using continuous emis- 0 10 20 30
sion monitors (CGT-7000 for CO, NOA-7000 for Oy and JIS value(ug/Nm?)

NOy, SOA-7000 for SO;; Shimadzu Co. Ltd.). In crema-
tory No. 7, the HCI concentration was measured manually
based on Japanese Industrial Standard K0107.

3 Results and discussion

3.1 Mercury concentration in crematory flue gas

First, we show the relationship between the JIS and CEM
methods in Fig. 2. As a result, the regression equation is as
follows:

www.atmos-chem-phys.net/10/3665/2010/

Fig. 2. The relationship between the JIS and CEM methods.

CEM = 1.23(JIS) +0.687(R? = 0.93), )

where CEM = CEM value (ug/Nm?); JIS = JIS value
(ug/Nm?).

Although the CEM values were slightly higher than the
JIS values, the correlation coefficient was considered to be
sufficiently high to determine trends in mercury emissions.

Atmos. Chem. Phys., 10, 3665-3671, 2010
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Fig. 3. Temporal changes in the elemental mercury (Hg®) concen-
tration in crematory flue gas.

When using the CEM value, we may need to be aware of
some degree of overestimation.

The total averaged mercury concentration in stack gas
was 3.6 ug/Nm?, which consisted of Hg® (2.6 pg/Nm?) and
Hg?* (1.1 pg/Nm?®). Hg concentrations ranged from 0.2 to
82.7ug/Nm>. When the concentration was normalised by
12% O, to compare the concentration to municipal solid
waste incinerator flue gas, the total averaged mercury con-
centration was 17.8 pg/Nm?®, which was higher than that in
stack gas of a municipal solid waste incinerator (Takaoka et
al., 2002). This is because the Oy concentration is so high
(15.8-20.8%) that the concentration normalised by 12% O,
becomes high. The mercury concentrations for the facilities
are shown in Table 1. The average mercury concentration
by facility ranged from 0.4 to 15.9 ug/Nm?. This difference
is not caused by the structure of each crematory, including
APCDs, but depends on whether the body contains mercury
amalgam.

Mercury concentrations in 22 crematory flue gas samples
at three crematories, A, B, and C, were measured in the
United Kingdom (Edwards, 2001). According to the reports,
the average mercury concentrations normalised by 11% O,
were 690, 880 and 430 pug/Nm® at crematory A, B and C,
respectively. The mercury concentration in flue gas is in-
fluenced by the volume of exhaust gas per cremation. The
average flue gas volume varied considerably by crematory;
indeed, the range was 325014600 Nm?/h. The average vol-
ume of exhaust gas in a cremation in Japan is 3—10 times
larger than that in the United Kingdom because the flue gas
was cooled by air dilution using an air ejector in Japan. How-
ever, this means that the mercury concentration in the UK
exhaust gas is very high by comparison. Hogland (1994) re-
ported the mercury concentration from a crematory in Lund,
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Sweden. Although the volume of exhaust gas was about 1/5—
1/20 of that in Japan, the maximum concentration achieved
was 60000 pg/Nm?, which is extremely high. From com-
parisons with data for other countries, we suggest that the
average mercury quantity emitted in Japan is low.

The contribution of Hg? to the total mercury was 70%,
which is relatively high. Hg® concentrations ranged from 0.1
to 81.2 pg/Nm?, whereas Hg?* concentrations ranged from
0.1 to 8.1 pg/Nm>. A higher peak was observed only in Hg’.

The chemical form of mercury in flue gas is known to be
influenced by the gas composition, especially the presence
of halogen compounds (Takaoka, 2005). HCI was measured
in Facility No. 7, and its concentration was found to range
from 2 to 13 mg/Nm?>. Even when the HCI was removed by
a bag filter (this facility did not use alkaline reagents for acid
gas removal), the concentration was very low compared with
that in the municipal solid waste incinerator. To check the
validity of the mercury form from the viewpoint of thermo-
dynamics, the stable form of mercury was calculated under
the following conditions: 19.6% O3, 10 ppm HCI and 4%
H,O0 using Fact sage 5.0. As a result, HgCl, was found to
be stable at 200 °C and Hg® to be dominant at temperatures
above 600 °C. Because Hg” was dominant in flue gas based
on measurement results, there was a difference in the chem-
ical form between the results of thermodynamics and mea-
surements. It might be cleared by measurement in upstream
flue gas before bag filter.

3.2 Temporal change in mercury concentration

Two patterns in changes of mercury concentrations were ob-
served. The first pattern is shown in Fig. 3. In some samples,
a large peak in Hg appeared at 1020 min; two samples ex-
ceeded 1000 pg/Nm?. This period indicates the burning of
the cephalic part of the corpse. Considering the behaviour
of mercury in cremations, the findings confirmed that the
mercury in stack gas originated from the mercury in dental
amalgam. This behaviour was previously reported by Hog-
land (1994). During this period, peaks were observed in 36
samples.

In the other pattern, no distinct peak of Hg® was detected
in the remaining 51 samples. In some samples, a small peak
of Hg?* was noted. Various internal organs of the human
body contain mercury, and the mercury quantity in an adult
is estimated to be more than 3.3 mg/body, apart from dental
amalgam (The Chemical Society of Japan, 1977). Moreover,
the mercury contents of liver (0.71 mg) and kidney (0.28 mg)
are reportedly quite high. If these organs are bumned in a
short time, calculations indicate that a small peak (about 1—
3 ng/Nm?) may appear. From comparisons of the measure-
ments and the above calculations, we can conclude that mer-
cury in dental amalgam has a significant impact on mercury
emissions from crematories.
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Fig. 4. The distribution of emission quantities calculated using mea-
sured data.

3.3 Mercury emission from crematories

Total emissions from all active crematories in Japan were es-
timated using the following equations:

Total emissions (ing/year) = Emission quantity (mg/body)
x the number of cremations (bodies/year) )

Emission quantity (mg/body)

= Mercury concentration (mg/Nm3)

x dry gas volume (Nm® /h)

x cremation period (h)/the number of cremations (bodies)

&)

The amount of mercury emission was calculated to be
31.7 mg/cremation using the total concentration and gas flow
rate. The standard deviation was 64 mg/body; this was so
large because the mercury quantity per body has a large
range from 0.7 to 362mg/body. In the United Kingdom,
150 mg/four cremations was proposed as a regulatory cri-
terion by DEFRA (2004). Taking this to be equivalent to
37.5mg/body, the values in 15 samples in this research were
over this level.

The distribution of emission quantities calculated using
measured data is shown in Fig. 4. As the emission quantity
increases, the frequency decreases. However, the frequency
increased at over 80 mg/body. In the United Kingdom, in
total, 54 cremations were tested at two separate locations
(Rahill, 2008). From the results, 31 cremations were sus-
pected to have been of bodies with no amalgam fillings. Av-
erage mercury release per cremation over 54 cremations was
reported to be 240 mg/body. The United States Environmen-
tal Protection Agency (US EPA) also reported that the emis-
sion quantity was 456 mg/body from nine cremations (Rahill,
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Fig. 5. The amount of mercury emission per cremation calcu-
lated using measured data by age group (number of samples by age
group: 0-59:4, 60—64:6, 65-69:7, 70-74:9, 75-79:15, 80-84:17,
85-89:9, 90-94:12, 95+:8).

2008). Although 0.94 mg/body was reported in another US
EPA document, this value would have been for bodies with
no amalgam filling (US EPA, 1997). According to the UNEP
tool kit for the identification and quantification of mercury
releases (2005), the emission quantity in various countries
ranged from 0.1 to 5.1 g/body. Comiparing our results with
these reported data, including corpses with amalgam fillings,
the emission quantity obtained in this research is quite low.
The use of amalgam has a close relationship with mercury
emissions. The amount of mercury in amalgam in one fill-
ing was reported to be 600 mg by Mills (1990). We sought
to examine the actual mercury content in one used amalgam
filling. According to our ongoing research, the weight per
filling removed by a dentist ranged from 56 to 231 mg. The
mercury content in an amalgam filing ranged from 42.5 to
53.0%. Therefore, the average amount of mercury per filling
was 51.6 mg. This is at least one of the reasons why emis-
sions in Japan are low.

The amount of mercury emission per cremation calculated
using measured data by age group is shown in Fig. 5. The
maximum value was obtained in the age range 65-69 years.
The second highest value was observed in the age ranges of
95+, 70-74, and 60-64 years. In addition, a difference in
mercury emission was observed between males and females.
This trend is consistent with a report from the United King-
dom (Edwards, 2001).

These mean values (31.7 mg/body) were multiplied by
1169 174, the number of bodies cremated in 2007, which
was calculated using the number of corpses (1108334 in-
cluding dead bodies of uncertain age (MHLW, 2008b)) and
the cremation rate (99.9%); total emissions were estimated
to be 35.1 kg/year. Considering the number of bodies and
the emission quantity by age group, the total estimated emis-
sions decreased slightly to 32.5 kg/year. This constitutes less
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Fig. 6. Estimated future trends of total mercury emissions in Japan
from crematories based on population demographic statistics and
measured data.

than 0.01% of the total amount of mercury released into the

atmosphere (21-28 tons/year) in Japan (Kida et al., 2008).
"~ To estimate mercury emissions in the United Kingdom,
3 g/body was used as the emission quantity (DEFRA, 2004).
This value is based on Mills’ report (1990), which assumes
that a dead body has five restored teeth with amalgam fillings
containing 0.6 g mercury. Based on this assumption, the mer-
cury emission was calculated to be 3300 kg/year in Japan.
This procedure leads to an obvious overestimation. The mer-
cury release to the air from crematories should be based on
measurements.

Next, total future trends in emission were calculated us-
ing statistics on population demographics (NIPSSR, 2008)
and the emission quantity obtained in this research. That
is, the emission quantity was multiplied by the number of
dead bodies by age group. Here, we assume that the emission
quantity obtained in this research is a property of each group
and shifted it to the emission quantity of the next age range
as 5 years passed. We set the cremation rate to be 100%.
As a result, estimated future trends of total mercury emis-
sions from crematories based on the statistics of population
demographics and measured data are shown in Fig. 6. The
amount of mercury emissions from crematories is expected
to increase to 86 kg/year, about 2.6-fold, between 2007 and
2037. The distinct distribution of emission quantities is ex-
pected to show a rapid decrease in 2042 because the high-
est emission quantity (164 mg/body) moved outside the age
ranges. In fact, the distribution of emission quantities would
then be expected to moderate and then decline because of
the impact of dental care, such as the removal of amalgam
fillings, the loss of teeth and loss of mercury in amalgam
fillings (Skare, 1995) as the age group shifts. Although we
should use measurement data to estimate current emissions,
we can combine measurement data with demographic statis-
tics on dental care or material flow data of mercury amalgam
to estimate accurate future trends in mercury emissions from
crematories.
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4 Conclusions

In this study, to measure the actual emission level and es-
timate the emission from crematories in Japan using mea-
surement data, the mercury concentration in crematory flue
gas from mercury emissions was examined at seven facili-
ties. Total averaged mercury concentration in stack gas was
3.6 ug/Nm?, which consisted of Hg® at 2.6 ug/Nm? and Hg?*
at 1.1 ug/Nm?. The mercury concentration ranged from 0.2
to 82.7 pg/Nm?>. At two facilities, we used continuous emis-
sion monitoring to measure mercury concentrations and to
evaluate mercury behaviour. In some samples, a large peak
of Hg® appeared at 10-20 min. Considering the behaviour of
mercury in cremations, the findings confirmed that mercury
in stack gas originated from dental amalgam. The amount
of mercury emitted was calculated to be 31.7 mg/cremation
using the total concentration and gas flow rate. The emission
quantity obtained in this research is apparently quite low. Al-
though the reason for this is unclear, the mercury amount per
filling in the Japanese oral cavity may be smaller than that in
other countries. Furthermore, the annual amount of mercury
emission from crematories in Japan was estimated using the
total number of corpses. The total emissions were estimated
to be 35.1 kg/year. Total future trends in emissions were cal-
culated using demographic statistics and the emission quan-
tity obtained in this research. As a result, the amount of mer-
cury emissions from crematories is expected to increase by
2.6-fold between 2007 and 2037,

One possible countermeasure would be to remove amal-
gam fillings before cremation, but this may be difficult to
actualize for practical and religious reasons.
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