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Oxyfuel FBC has been examined in a 100 kW pilot plant operating with flue
gas cooling. This technology offers almost all of the advantages of air-fired
FBC-emissions such as CO or NO, are lower or comparable to air firing,
and it is possible to switch from air firing to oxy firing easily, with oxygen
concentrations as high as 60-70% and flue gas recycle levels of 50-60%.
Only sulphation is poorer, which is not in good agreement with other stud-
ies, and the reasons for this discrepancy need further exploration. However,
longer tests have confirmed these findings with two coals and a petroleum
coke. It also appears that changing from direct to indirect sulphation with
the petroleum coke improves the sulphation, although a similar effect could
not be confirmed with coal.
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Introduction

Anthropogenic CO, production is primarily driven by fossil fuel combustion and
the current energy demand situation gives no indication that this will change in the near
future. Thus, it is necessary to find ways to reduce these emissions when fossil fuel is used,
and of the various potential options, CO, capture and storage (CCS) appears to be
among the most promising. The CCS technologies involve producing a pure stream of
CO, either by concentrating it in some manner from the flue gases, or by using effectively
pure oxygen as the combustion gas [1]. The latter option, oxyfuel combustion, has now
been well studied for pulverized coal combustion, but to date has received relatively little
attention in the case of oxyfuel circulating fluidized bed combustion (CFBC). Recently,
Alstom and Foster Wheeler have explored the concept using pilot-scale equipment.
Alstom’s work included testing in a unit of up to 3 MW, in size, but did not involve recycle
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of flue gas [2]. Foster Wheeler’s work [3], also involved pilot-scale testing in a small
(30-100kW) CFBC, and this work along with CETC-O’s work with its own 100 kW CFBC
appear to be the first such units operated with oxyfuel combustion using full flue gas recy-
cle.

The advantages of FBC are already well known in terms of its ability to burn a
wide range of fuels, both singly and co-fired, to achieve relatively low NO, emissions, and
to remove SO, with limestone [4]. An additional advantage of CFBC technology in the
context of oxyfuel firing is the fact that hot solids are kept in the primary reaction loop by
means of a hot cyclone. This solid circulation potentially provides an effective means, in
cowunction with the recycle of flue gas, to control combustion, and effectively extracts
heat during the combustion process, thus allowing either a significant reduction of the
amount of recycled flue gas or alternatively, permitting the use of a much higher oxygen
concentration in the combustor. This allows the economics of oxy-fired CFBC to be sig-
nificantly improved over PC or stoker firing, or perhaps a reduction in area of the CFBC
boiler island by as much as 50% [2].

Advantages of the technology that are more difficult to define relate to the possi-
bility of co-firing biomass, so that with CCS, the overall combustion process may poten-
tially result in a net reduction of anthropogenic CO,; and the potential for this technology
to be used with more marginal fuels, as premium fossil fuels come into short supply.

This paper will discuss results generated in this unit, along with a brief descrip-
tion of CETC-O’s much larger 0.8 MW, CFBC pilot plant, which will also be run this year
in oxyfuel CFBC mode, with flue gas recycle.

_Gas Experiments
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Figure 1. Schematic of CETC-O’s mini-circulating locity is up to 8 m/s. The
fluidized bed facility mini-CFBC has been extenively
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modified for oxyfuel CFB combustion. Modifications include the addition of an oxygen
supply line and a flue gas recycle train. A schematic of the unit appears in fig. 1.

Fuel, limestone, and bed material
Initially, eastern bituminous (EB) coal and Highvale coal (a sub-bituminous coal)
were used. Table 1 gives the analysis of the two coals. Both coals were crushed to 5 mm. For

sulphur capture tests, Havelock limestone was used when Eastern bituminous coal was
fired.

Table 1. Analysis of coals

bi}tEuEitiir(?us Highvale Kentucky Pet coke

Proximate analysis [wt.%] (dry)

Moisture [wt.%] (as analyzed) 1.08 10.39 2.01 0.66
Ash 8.86 19.17 11.31 1.00
Volatile matter 35.78 33.76 37.35 11.46
Fixed carbon 55.56 47.07 51.34 86.97
Ultimate analysis [wt.%] (dry)

Carbon 77.81 59.78 74.05 86.91
Hydrogen 5.05 3.49 5.06 3.22
Nitrogen 1.49 0.76 1.62 1.83
Sulphur 0.95 0.22 1.56 5.88
Ash 8.86 19.17 11.31 1.00
Oxygen (by difference) 6.04 16.58 6.40 1.16
Heating value [MJ/kg] 32.51 23.27 30.93 34.71

Table 2 gives the analysis of the Havelock limestone. The particle size of the
limestone was in the range of 0-0.5 mm. In all cases, sand of size 0.15-0.35 mm was used as
initial bed material. Subsequently, the work was extended to use both petroleum coke
and Kentucky bituminous coal (analyses in tab. 1).

Operating conditions
The mini-CFBC was started in air-firing mode. When the bed temperature
reached the desired level the air supply was shut off. The flue gas recycle blower was turned

on. Oxygen was then supplied to the mini-CFBC. The transition from air-firing to oxyfuel-
firing mode occurred easily and took only a few minutes. The mini-CFBCwas operated at a
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Table 2. Analysis of Havelock limestone  nominal bed temperature of 850 °C. Superficial

CaO 53.99 | Cr,05 | <0.01 gas velogty was about 4 m/s. Global oxygen con-
centration during the oxyfuel combustion peri-

MgO 0.59 P205 <0.02 ods was ~28-30%.

SiO, 1.23 SO, 0.20

ALO; | <0.38 V,05 | <0.02
Fe,O3 | <0.55 SrO 0.02

Na,O | <017 BaO 0.02 The first combustion tests used Highvale
K,O <0.08 NiO 0.01 coal, since it is a low-sulphur fuel (0.22%) and
MnO 0.08 LOF | 4334 does not require limestone addition. Experi-
TiO, <004 | SUM | 9948 n‘wntal result‘s d.u'ring periods of stgple opera-
tion under air firing and oxyfuel firing condi-
tions are given in tab. 3. The data in tab. 3 show
that, during oxyfuel firing, temperatures across
the mini-CFBC were very similar to those seen during air firing. Gas velocities in the
dense bed zone and in the riser were slightly lower under oxyfuel firing conditions. Oxy-
gen concentrations in the primary gas and secondary gas were 34.0% and 67.1% by vol-
ume, respectively. Global oxygen concentration was 28.8%. Primary and secondary
combustion gas fractions were 0.684 and 0.056, respectively. The remainder of the gas
was supplied through the return leg and the coal feed port. Errors associated with these
estimates were about 5-10%.

The combustion of Highvale coal was excellent under oxyfuel firing conditions.
The CO concentration of 39.4 ppm in the flue gas also provides a good indication of the
excellent combustion performance, and was slightly lower than that achieved by air firing.

The SO, concentration was significantly lower during the oxyfuel-firing period.
One possible explanation was that Highvale coal has an inherent Ca/S ratio of 6. Since the
mini-CFBCwas fired first in the air-firing mode before oxyfuel firing was started, fuel-de-
rived ash might have been accumulated in the system as the test progressed. This may
have resulted in an increase of calcium in the mini-CFBC for sulphur retention in the sub-
sequent oxyfuel-firing period.

NO, concentration in the flue gas during the oxyfuel-firing period was twice as
high as under the air-firing mode. Since temperatures across the mini-CFBC were very
similar, the increase appears to be the result of flue gas recirculation. There are no data
on oxyfuel CFB combustion with flue gas recirculation in the open literature, so we can-
not evaluate our results with comparable test data reported elsewhere. Tan et al. [6] re-
ported oxy-fuel pulverized fuel combustion with flue gas recirculation in a 0.3 MW, test
facility. Using Highvale coal (the same coal as used here), results indicated that NO, con-
centration increased to 1183 ppm from 707 ppm in the air-firing mode. The magnitude of
increase in NO, concentration was lower than in the current study (67% increase com-
pared to 200%), albeit the NO, level from the pulverized coal combustor was much
higher than for CFBC operation.

Results and discussion
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Table 3. Oxy-fuel mini-CFBC combustion tests with Highvale and EB coals

Highvale coal Eastern bituminous coal

Air firing Oxyfuel Air firing | Oxyfuel
0, [%] 495+05 | 6.67+15 | 3.66+02 | 455+13
CO, [%] 134+04 | 80.5+£13 |13.9+0.13 | 83.5+2.1
CO [ppm] 53111 39.4+9 180 + 44 195+ 48
SO, [ppm] 169 £ 29 100 £13 295+20 | 1262+ 166
NO, [ppm] 123+6 257+31 188 +7 214+ 16
Fuel mixture feed rate [kgh™'] 40+0.4 40+£04 | 35+035 | 40+04
Gas velocity in the bed [ms ] 2.94+£0.06 | 2.60£0.07 | 2.74+0.05 | 2.33£0.10
Gas velocity in the riser [ms™'] 3.72+0.09 | 3.56+0.11 |3.72+0.09 | 3.37 £ 0.15
Average bed temperature [°C] 849 + 4 845+ 10 848 £ 6 851+ 14
Average riser temperature [°C] 824+ 19 823 £11 827+22 868 + 18
Average cyclone temperature [C] 651+7 722+ 6 756 £ 10 770+ 6
Average baghouse inlet temperature [°C] 22714 219+3 258+5 216+ 6
Ca/S molar ratio - - 2.0 2.0
Sulphur capture efficiency [%] - - 68.4£7 40.1£5
Fuel N to NO, [%] 6.61+0.7 | 6.64+0.8 | 561+0.6 | 283+0.34
Recycle ratio [%)] - 58.03+3.3 - 53.05+3.2
Initial bed charge (sand) [kg] 5.0 5.0 5.0 5.0

The flue gas recirculation ratio was estimated at 58.03 + 3.3%, which was significantly lower than for pulverized
fuel oxyfuel firing. One of the reasons for the low recycle ratio was that, in the mini-CFBC, the solid particles
were cooled in the return leg (all insulation material was removed from the return leg for these runs). The tem-
perature of the solids entering the combustor from the return leg was 514 + 4 °C. If an external solid heat
exchanger were available to cool the solids to a lower temperature, the flue gas recirculation ratio could be fur-
ther reduced. During stable periods of oxyfuel CFBC firing with flue gas recirculation, the average CO, concen-
tration in the flue gas was 80.5 £+ 1.3%.

The transition from air firing to oxyfuel firing was smooth in CETC-O’s
mini-CFBC. As shown in fig. 2, the amount of time required from the start of the transi-
tion to stable oxyfuel firing with flue gas recirculation was about 20 minutes.

To assess sulphur capture performance under oxyfuel CFBC firing conditions,
EB coal was burned with Havelock limestone addition at a Ca/S molar ratio of 2. Table 3
gives the experimental results for these tests. Temperatures in the riser were higher dur-
ing oxyfuel firing compared to air firing by about 40 °C. However, the average bed tem-
perature was essentially the same for the two modes of combustion. Superficial gas
velocities were slightly lower during the oxyfuel-firing period (~10%). The oxygen con-
centrations in primary and secondary combustion gases were 40.1 and 73.1%, respec-
tively. Primary and secondary gas fractions were 0.588 and 0.062. The global oxygen
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Ly A o concentration was 32.9%, higher
&% o o ; 800 ©  than in the tests performed with
_g 80 ,}’ i700 §  Highvale coal, which may explain
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Figure 2. Transition from air firing to oxy-fuel firingin  than in oxyfuel pulverized fuel

CETC-0’s mini-CFBC during Highvale coal test combustion, which represents a

major advantage of CFBC, allow-

ing one to reduce operational

cost, improve cycle efficiency and reduce the amount of CO, generated per unit electric
power produced.

Concentrations of CO were basically the same during air firing and oxyfuel-firing. The
trend was the same as in the Highvale coal tests, although absolute concentrations were
higher at 180 to 195 ppm. NO, concentration was only slightly higher during the
oxyfuel-firing period. The different behaviour in NO, concentration variation compared
to Highvale coal tests (tab. 3) was likely the result of the characteristics of the coal. In this
case, the ratio of fuel nitrogen converted to NO, was decreased by almost 50%.

Sulphur capture efficiency was 68.4% during air firing. During the oxyfuel-firing
period, the sulphur capture efficiency decreased to 40.1%. These values were lower than
expected as up to 90% sulphur capture is typically achievable in utility/industrial CFBC
units with Ca/S ratios of 2 to 2.5 [7]. However, the current tests were short runs (7-8
hours), and steady-state of ash composition in the mini-CFBC had not been achieved.

To check that the limestone remained fully calcined, CFBC bed ash generated
during the oxy-fuel-firing period was subjected to thermogravimetric analysis (TGA),
and it was clear from the TGA results that added limestone did not calcine in the CFBC.
Therefore, sulphur capture was via direct sulphation of CaCO;.

Longer duration sulphation tests
Longer duration runs were additionally performed with a Kentucky bituminous coal
and a petroleum coke. For these runs Ca/S molar ratios were maintained at a value of 3,

and the temperature studied ranged from 850 to 950 °C, i. e., to allow a change from direct
to indirect sulphation. The results for the petcoke test are shown in fig. 3.
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This test, including preheating
(not shown on the graph), lasted
for about 12 hours. It started with
combustion in air and then
changed to oxyfuel firing without
having to stop the fuel feed. The
bed temperature was kept at 850
°C during air firing and the first
part of the oxyfuel test, and was
then increased to 950 °C for the
second period of oxyfuel testing.
It can be seen that, as the combus-
tion mode switched from air firing
to oxyfuel firing, the concentration
of CO, rapidly increased and stabi-
lized at about 85%. The concentra-
tion of O, stayed steady at 3-5%.
The concentration of CO de-
creased from 100 ppm at 850 °C to
~20 ppm at 950 °C due to higher O,
concentration, which leads to
better fuel burnout. However,
NO, concentration stayed rela-
tively steady.

The concentration of SO, de-
creased significantly when the bed
temperature increased from 850
to 950 °C. This can be seen more
clearly in fig. 4, which shows that
as the bed temperature increased,
SO, concentration quickly de-
creased from about 6000 ppm at
850 °C to about 2000 ppm at 950 °C,
a reduction of more than 65%.

Figure 5 (EB coal) shows, once
again, that a steady CO, concentra-
tion (~90%) was achieved during
the entire period of oxygen- -firing.
As in the case for petcoke, concen-
tration of CO decreased slightly
when bed temperature increased
from 850 to 950 °C (from 290+
min.). We also note that NO, con-
centration increased slightly with
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higher temperature. The effect of temperature on the concentration of SO, was much
less pronounced for this fuel than for petcoke. The data showed a decrease from about
1500 to 900 ppm, about 40% compared to 65% for petcoke.

As bed temperature started to increase from 850 to 950 °C (at about 300 min
elapsed time), the major species exhibited significant fluctuations in concentrations. Al-
though similar fluctuations were observed for EB coal, in this case the fluctuations were
very pronounced, especially after 350 min. when bed temperature rose above 930 °C.

Fluctuations in both the bed temperature and SO, concentration were too large
to draw any conclusion concerning the effect of increasing temperature on SO, emis-
sions. During the coal tests, we observed that these fluctuations seemed to be closely cor-
related to the limestone calcination temperature. As bed temperature approached 930
°C, we would observe a sudden drop in the lower bed pressure accompanied by poor solid
recirculation, which led to a rapid rise in bed temperature. In the case of petcoke, this ef-
fect was not as obvious. Further tests are being planned to elucidate this observation.

For the Kontucky coal, the test
100 10000 results are shown in fig. 6.

20 Y A For petroleum coke the sul-
) | phur capture was about 55% at
less than 900 °C, but increased to
85% as the bed temperature in-
creased above 930 °C. For EB coal
the sulphur capture was around
- » 50-60% regardless of tempera-
0.00 100.00 200.00 300.00 400.00 500.00 600.00 ture. A possible explanation for

Elapsed time [min.] the differences in these results
may be the concentration of water
in the combustion gases. For indi-
Figure 6. Concentration profiles of major rect sulphation the literature sug-

species vs. time for Kentucky coal gests no effect of water at least up
to a concentration of 6% [7], but

for direct sulphation water is
known to have an effect [8]. For petroleum coke, which is a low volatile fuel, and for which
the moisture levels here are also very low, any effect of water might be expected to be min-
imal. For coal, however, water can be present in fairly high concentrations. Currently,
TGA work is being carried out with these limestones to sort out these effects, and a test is
also planned with water iwection for the petroleum coke. A general result of these tests is
to confirm relatively low sulphation levels for both coal and petroleum coke with direct
sulphation, which is in agreement with the literature for direct sulphation with high CO,
partial pressures.
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CETC-O’s retrofitted 0.8 MW; CFBC: platform for
future oxyfuel combustion work

CETC-O’s 0.8 MW, CFBC, shown in fig. 7, was recently retrofitted for oxyfuel
combustion. The main components are the riser, hot cyclone, return leg, flue gas cooler,
baghouse, and feeders for fuel and sorbent. The riser has an internal diameter of 0.406 m,
and an internal height of 6.6 m. Riser temperature is controlled with up to four wa-
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Figure 7. CETC-0O’s 0.8 MW, CFBC with flue gas recycle and oxygen supply

ter-cooled bayonet tubes, which can be inserted or retracted during operation by a motor-
ized winch system. An 1800 MJ per hour natural gas startup burner preheats the CFBC to
the ignition temperature of the test fuel. During retrofitting, a flue gas recycle line was
added, including a recycle blower, a flue gas condenser, and pressure control and safety
equipment. The flue gas is drawn from the exit of the baghouse. Oxygen from a 3500 gal
storage tank is mixed with the recycled flue gas to maintain combustion in the CFBC. Op-
erating parameters remain basically the same as in the air-firing mode. However, the fa-
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cility is run under slightly positive pressure to prevent air leakage, and oxygen level in the
combustion gas can reach 29%. Flue gas from the CFBC is continuously analyzed for
CO,, CO, O,, SO,, and NO,. The system can operate at temperatures up to 1000 °C and
superficial velocity of 4-6 m/s.

Conclusions

Oxyfuel CFBC tests were successfully conducted with flue gas recirculation for
both sub-bituminous and bituminous coals and petroleum coke. Global oxygen concen-
trations in the combustion gas were 28.8 to 32.9%. Flue gas recycle ratio was in the range
of 55 to 60%. The recycle ratio is significantly lower than that required for oxyfuel pulver-
ized fuel combustion. NO, emissions were on a par with air firing with Highvale coal
(sub-bituminous) and decreased by almost 50% for Eastern bituminous coal. CO concen-
tration was basically the same for air firing and oxyfuel firing with flue gas recirculation
under CFBC conditions. Sulphur capture was 40.1% with Ca/S = 2 during the oxyfuel-fir-
ing period, down from 68.4% in the air-firing mode. It was confirmed that sulphur cap-
ture under oxyfuel CFBC conditions was via direct sulphation of CaCOs;. To further
examine the issue of sulphur capture in oxyfuel-fired CFBC, tests of extended durations
were carried out to ensure bed ash composition in the fluidized bed reached steady-state.
Here, the tests were done using three kinds of fuel at bed temperature of 850 to 950 °C.
The results of these tests showed that steady CO, concentrations were obtained at levels
above 85% and that the bed temperatures were well controlled by adjusting the amount
of recycled flue gas. Despite high local O, concentrations, no adverse effects were ob-
served on ash quality. Test results showed that for petcoke, increasing bed temperature
from 850 to 950 °C under oxyfuel conditions (to switch sulphur removal mechanism by
limestone from direct sulphation to indirect sulphation) significantly increased lime-
stone’s sulphur removal efficiency. However, this effect was not conclusively observed for
coal, which may suggest that water plays a significant effect on the sulphation process in
oxyfuel combustion.
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AncTpakTt
Jyghej BA, Jesen TAH, Eosapo II. EHTOHH

HEHMET Llenrap 3a eneprercke Texunoioruje — Orasa (LIET-0)
Kanapcku nannonannu pecypeu, Orasa, Kanana

CaropeBame y aTmoc¢epu odorahenoj KuceoHuKoOM
y IMPKYJAAOHOM (PIIyHIU30BAHOM CJIOjY
Kanancka nckycrsa

HcrpaxuBame caropeBama y arMocepu 060raheHoj KHCEOHIKOM je 00aB/bEeHO
Ha 100 kW-THOM NUJIOT NOCTPOjerhy ca NUPKYIaluoHIM iryrnan3oBaHoM ciojeM. [Tpuka-
3aHa TEXHOJIOTHja TOKa3yje MPEHOCTH Y OHOCY Ha KJIACHYHY TEXHOJIOTH]y caropeBama y
¢payuan3oBaHOM ClOjy Kafia cy y nutamy emucuje racoa CO n NOy, kao nu MoryhHOCTH
BeOoMa JIaKOT IpeJiacka ca KJIaCH4He TEXHOJIOTHje caropeBarba y Ba3[[yXy Ha caropeBame y
atMoccepu oborahenoj kuceoHnkoM dak o 60-70% y3 peunpKyranujy AUMHOT Taca Jo
50-60%. Kapa je y nuTamy ocyMnopaBame NpuKa3aH pe3yJITaTh ¢y Y KOJIU3Uju ca UCTpa-
SKUBambMMa JIPYTUX ayTopa M y OBOM JIeNTy Cy ToTpeOHa JolaTHA HCIATHBaba. [lyrorpajauja
UCTIUTUBAaba OBOT caropeBama Cy MOTBPAWIA TBPAHE U3 KCIEPUMEHTAIHNX TECTOBA Y3
Kopuitheme JBe BPCTe YyIiba U KOKCOM U3 NeTpoxeMujcke nHayctpuje. Takobe, y cinyuajy
KOKca je TIOTBpheHo eukacHuje ofcyMIopaBame Ipu NPeIacky ca IUPEKTHOT Ha MHAU-
PEKTHHU METOJ, IIITO CE€ HUje MOIIIO MOTBAUTH Ha y30pIMMa yIba.
Kipyune peun: cazopesarve y aitimocghepu 0002ahieHoj KUCEOHUKOM, YUKYAAUUOHU PayU-
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