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Abstract

:

Thermal pre-treatment of non-lignocellulosic biomass, sewage sludge, using a lab-scale fluidized bed reactor was carried out in order to enhance its solid fuel properties. The influence of the torrefaction temperature range from 200–350 °C and 0–50 min residence time on the physical and chemical properties of the torrefied product was investigated. Properties of the torrefied product were analyzed on the basis of the degree of torrefaction, ultimate and proximate analysis, and gas analysis. An attempt was made to obtain the chemical exergy of sewage sludge. An elevated torrefaction temperature presented a beneficial impact on the degree of torrefaction and chemical exergy. Moreover, the effect of the torrefaction temperature and residence time on the elemental variation of sewage sludge exhibited an increase in the weight percentage of carbon while the H/C and O/C molar ratios deteriorated. Additionally, the product gas emitted during torrefaction was analyzed to study the pathway of hydrocarbons and oxygen containing compounds. The compounds with oxygen were emitted at higher temperatures in contrast to hydrocarbon gases. In addition, the study of various correlations for predicting the calorific value of torrefied sewage sludge was made.
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1. Introduction


The extensive use of conventional fuel has not only induced economic problems, but also ecological damages. Limited fossil fuel reserves have served as a challenge, globally, to look for alternative sources of energy. Thus, the apprehension for greenhouse gas emissions (GHG), energy security, and sustainability has caught worldwide attention to look for renewable and alternative energy resources. Therefore, to curtail these issues, an appropriate replacement for renewable energy is necessary.



Korea is dependent for its energy demands and imports almost 97% of its energy. It is vital that the country generates ideas for the production of renewable energy. One of the materials that can be used for the production of energy is sewage sludge which is generated from wastewater treatment plants. According to a study by Environment Department, Water and Wastewater Policy office of South Korea, 2012 [1], an annual increase of 5.9% was observed in the case of sewage sludge production, with a daily production of 9799 tons, as per the 2012 statistics. This projects that the amount of sewage sludge produced is sufficient for its usage in energy generation. Sewage sludge disposal and management can be one of the most complex and challenging environmental issues. In today’s time, a great deal of work has been centralized for proper management of sewage sludge, for instance, applications of sewage sludge to agricultural land or thermochemical treatments, like combustion, gasification, and pyrolysis [2,3,4]. Due to the high amount of organic content present in sewage sludge, it can be utilized as a biomass resource for generating energy. A study by Mills et al. [5] reflects the potentiality sewage sludge holds for energy recovery. The author also states that the UK water industry generated approximately 800 GWh/year of electrical energy from sewage sludge. In addition, Parshetti et al. [6] also highlight the conversion of waste sludge to energy-densified solid fuels for energy generation.



Although the concept of utilizing waste for generating energy through thermochemical treatment is not recent, the properties of biomass, such as low heating value, high moisture content, and hygroscopic behavior, have impeded this sector [7]. Torrefaction, a thermal pretreatment process, can, therefore, be utilized to overcome these barriers that biomass possess and can produce low-value biomass feedstocks applicable for use in energy-related applications, like pyrolysis, combustion, or gasification. Some of the principal influences of pretreatment by torrefaction include: (i) low transportation cost; (ii) high grindability; (iii) reduction in size of biomass; (iv) increase in calorific value; (v) hydrophobic product, making storage easier; (vi) slowing of biological and thermal degradation improving shelf life and storage; and (vii) the combustibility of biomass [8,9,10,11,12].



Torrefaction is a pretreatment process where the feedstock (biomass) is heated to a temperature of 200–300 °C in an inert environment [13]. One of the major advantages of this pretreatment process is the energy densification of the torrefied biomass as projected in Figure 1 [14]. During this process, decomposition of biomass takes place by emitting various kinds of volatiles. Tumluru et al. [15] exhibited in his research that the torrefied product or yield retained the energy constituent remarkably. In addition, the torrefied product showed enhanced calorific value and energy density, and higher carbon percentage with a lower hydrogen to carbon ratio. Furthermore, a study by Arias et al. (2008) [16] testifies to the improvement in biomass properties through torrefaction which, in turn, expedited its co-firing with coal. Moreover, Pimchuai et al. [17] conducted torrefaction of five different types of agricultural residues with respect to torrefaction temperature and residence time and concluded that torrefaction escalated the physical and thermochemical properties of agricultural residues compared to raw biomass in terms of energy density and calorific value.



Numerous works focuses on torrefaction of lignocellulosic biomass [16,18,19,20,21], while the torrefaction of non-lignocellulosic biomass has been studied to a lesser degree [22,23,24]. A study by Dhungana et al. [22] demonstrated that, despite no, or a low amount of, hemicellulose present in sewage sludge, the energy density increased with torrefaction. In addition, the study also concluded that the effect of torrefaction temperature was more pronounced than the residence time. Huang et al. [24] compared sewage sludge and leucaena torrefaction using a single-mode microwave oven, which established a higher calorific value, fuel ratio, and low atomic H/C and O/C ratios. However, they suggested the use of co-torrefaction of sewage sludge with other biomass for better torrefaction performance. Jeeban et al. [25], in their research, utilized a blend of sewage sludge and waste wood torrefaction and highlighted the benefits of co-torrefaction including, but not limited to, constructive influence on gasification and pyrolysis.



Study of torrefaction of sewage sludge remains limited and has been torrefied in muffle furnaces [22], fixed bed reactors [23], auger reactors [26], and fluidized bed reactors [4]. According to Martinez et al. [26] muffle furnace and fixed bed is less feasible for industrial scale. Fluidized beds exhibit excellent gas-solid heat and mass transfer and has been used for combustion [27,28], gasification [29], and pyrolysis [30]. Despite the leverage fluidized beds portray, to our knowledge, only a few studies has been carried out for torrefaction using this technology [4,7,31]. In a fluidized bed reactor, biomass is mixed well and a uniform temperature distribution is maintained, which results in a uniform product quality, which is generally difficult in the case of other reactors [22].



This study, therefore, attempts to investigate the torrefaction of sewage sludge using a fluidized bed in order to take maximum benefit of the swift heat and mass transfer. This paper also aims to assess the qualitative analysis of torrefied biomass with respect to their calorific value, O/C and H/C molar ratios, gas analysis, and proximate and ultimate analysis. Chemical exergy was also investigated. In addition, various correlations for predicting the higher heating value (HHV) from different studies were considered and a comparative study of experimental HHV with predicted HHV from different correlations was carried out. An attempt to study the optimum torrefaction temperature of sewage sludge in a fluidized bed was made as it has the long-term benefit of commercialization. Overall, this work focuses on the torrefaction of sewage sludge in a laboratory-scale fluidized bed, the characterization of torrefied sewage sludge properties, and also the identification of the optimized torrefaction temperature range for sewage sludge.




2. Materials and Methods


2.1. Materials


Raw sewage sludge was obtained from a wastewater treatment plant in Pocheon, South Korea. The raw sewage sludge was homogeneously mixed and dried at 105 °C for 24 h. Table 1 illustrates the properties of the sample where ‘others’ indicates inorganic components present in sewage sludge and the calculation methods are illustrated in Section 2.2. Before conducting torrefaction, sewage sludge was ground into powder and was separated into five size fractions, 0–250, 250–355, 355–450, 450–600, and 600–800 µm. All fractions were used in the cold model tests, but only 250–355 µm was selected for this experiment. The cold model test was conducted using a Plexiglas unit with identical dimensions to that of the hot unit. Channeling was observed for sizes of 0–250 µm, whereas slugging was observed for sizes above 450 µm, and proper fluidization was only observed for sizes of 250–355 µm.




2.2. Experimental Apparatus and Method


A laboratory-scale fluidized bed made of stainless steel was used for the torrefaction of sewage sludge. The height of the bed was 600 mm with an internal diameter of 30.7 mm. The schematic diagram of the fluidized bed is provided in Figure 2. Thermocouples were used to measure the temperatures of the inlet gas, the fluidized bed, and the reactor wall. The calorific value was measured using a bomb calorimeter (Parr Instrument Co., Model 1672, Moline, IL, USA) whereas a Thermo Fisher Scientific Inc., Thermo FLASH 200 (Hudson, NH, USA) was used for elemental analysis. In addition, the emitted gas during torrefaction was analyzed using a MK9000 (Eurotron Instruments, Chelmsford, UK, gas) gas analyzer. Four temperature levels, 200, 250, 300 and 350 °C, and 0–50 min of residence time were used for this study. Proximate analysis was calculated using the ASTM D3172 method.



A sample load of 15 g at ambient temperature and a volumetric flow of 300 Nm3/min with nitrogen as the fluidized gas were determined from the cold experiment. Nitrogen helps in maintaining the inert atmosphere along with controlling the rapid temperature rise within the fluidized bed. During the hot model test, the fluidized bed was heated to the desired temperature using a heating jacket. After the temperature was reached, the weighed sample was fed from the hopper situated at the top of the reactor. The sewage sludge was then fluidized by nitrogen at a predetermined flow rate at the desired residence time. After the completion of the test, the sample was removed immediately. The use of inert bed materials is preferred in fluidized beds for proper heat transfer to the particles in the reactor [32]. However, a study by Li et al. [31] proposes eliminating the use of inert material due to the contamination caused by fine broken bed materials that will elevate the ash content of the torrefied product. Therefore, use of any bed material or inert material, such as sand, was avoided in this research as well. The result obtained in this experiment aligns well with Alvarez et al. [33] and Huang et al. [24]. In contrast, the values are different to Atienza-Martínez et al. [26]. The thermogravimetric analysis (TGA) of the sewage sludge was conducted using a thermogravimetric analyzer (TA Instruments, Q50, New Castle, DE, USA). The sample was studied at various heating rates ranging from 10 to 30 °C/min and at temperatures ranging from room temperature to 800 °C. The initial mass of each sample was 2 mg. All experiments were carried out in a nitrogen atmosphere under a flow rate of 60 mL/min. The conversion (α) of sewage sludge was calculated using Equation (1):


   ∝   =      W o  − W    W o        



(1)




where Wo and W are the initial and final masses of the sample.





3. Results and Discussions


3.1. Thermogravimetric Analysis


Figure 3 shows the Thermogravimetric Analysis-Differential Thermal Analysis (TG-DTA) curves of sewage sludge under nitrogen atmosphere, recorded at three different heating rates (i.e., 10, 20, 30 °C). The graph demonstrates the mass loss of sewage sludge over the temperature range from ambient temperature up to about 800 °C. The weight loss percentage increases with increase in the torrefaction temperature, which signifies the effect the torrefaction temperature has on the weight percentage change. Initial weight loss can be observed before 200 °C, which may be due to a loss of moisture of the sewage sludge. Furthermore, for the temperature range of approximately 200–500 °C, a higher weight loss can be observed, which may be associated to the thermal decomposition as the sewage sludge enters the pyrolysis zone. Additionally, it can be observed that the actual temperature range from start to finish of the sewage sludge decomposition is narrower at a lower heating rate with respect to a higher heating rate. It also results that higher heating rates are accompanied by higher reaction rates and elevated reaction temperatures, i.e., the Derivative Thermogravimetric Analysis (DTG) peak temperature shifts to a higher value with increasing heating rates. There are two main reasons associated with the effects of the heating rate on the TG and DTG curve shape and the characteristic temperatures. First, at higher heating rates, a temperature difference is generated between the sample and the thermocouple built-in sensor. This might result in lagging of the real sample temperature behind the thermocouple. Second, in the decomposition with volatile products, it takes time for those products to diffuse out of the sample and to be carried away by the flowing gas. A low heating rate is more likely to generate thermal equilibrium and give reproducible results for analysis. Similar results have been obtained by Arias et al. [16].



Thermogravimetric measurements suggest that the thermal decomposition of sewage sludge is a rather complex process that occurs in several stages, as it is clearly reflected by the presence of several DTG peaks (Figure 3). The complicated thermal behavior exhibited by sewage sludge is likely a consequence of its very complex chemical composition, which is characterized by the presence of the organic components, such as cellulosic, dead bacteria and microbes combined with a large fraction of inorganic material in different amounts. In addition, Fourier-transform Infrared Spectroscopy (FTIR) can be integrated with TGA for better qualitative assessment of thermal treatment and for better understanding of the evolved gases from the infrared spectral analysis providing an extra specificity to the measurement.




3.2. Degree of Torrefaction


The relative energy gain of the torrefied biomass is expressed in terms of the degree of torrefaction, which is calculated using Equation (2), obtained from Nitthitron and Suthum [34]. The degree of torrefaction is directly correlated with the calorific value of the torrefied product:


   Degree   of   torrefaction =   Calorific   value   of   torrefied   biomass    (  MJ / kg  )    Calorific   value   of   raw   biomass    (  MJ / kg  )      



(2)







One of the major advantages of torrefaction is the gain in energy density of the torrefied biomass, which is also supported by Figure 1. The graph in Figure 4 shows the degree of torrefaction with respect to the torrefaction residence time. Nitthitron and Suthum [34] indicate that the greater the degree of torrefaction over unity, the greater the relative energy gain per unit mass. Moreover, the authors also suggested that the increase in the degree of torrefaction is due to the increase in the calorific value of torrefied biomass with an increase in the torrefaction temperature. It can be seen from the graph that the degree of torrefaction was more pronounced for 250 °C at 50 min torrefaction residence time. While the increase in the degree of torrefaction is consistent for 200 °C, the overall increase is not great. With the increase in the torrefaction temperature from 200 to 250 C, the rate of increase of the degree of torrefaction increases. However, after 300 °C, the rate starts to decline and a gradual decrease in the rate of the degree of torrefaction is observed at 350 °C from the inception of torrefaction. In addition, at 300 °C, the rate of degree of torrefaction increases until 20 min residence time, after which the rate starts declining on a further increase in the torrefaction residence time. This increase, up to 300 °C, may be attributed to the removal of the oxygen. In addition, sewage sludge is non-lignocellulosic, constituting of the thermally-degradable organic component that degrades easily on higher torrefaction temperature, resulting in a decrease in the degree of torrefaction. Zanzi et al. [35] and Nimlos et al. [36], in their report, also established that an increase in the torrefaction temperature increases the calorific value which, in turn, increases the degree of torrefaction. A study by Iroba et al. [37] conducted a microwave-assisted torrefaction where the increase in calorific value was observed with an increase in the torrefaction residence time. Recari et al. [38], in their study, showed that the calorific value improved only at 290 °C. These results can be correlated with the degree of torrefaction attained in this study as the degree of torrefaction increases with the increase in the calorific value.




3.3. Torrefaction Index


A study by Basu et al. [39] introduced the torrefaction index (TI) based on the ratio between the energy density enhancement factors at a given condition to the reference condition and showed a linear dependence of energy density on the torrefaction temperature. Additionally, the authors also suggested 300 °C and 60 min as the reference torrefaction temperature and residence time, respectively. However, the study conducted comprised only of lignocellulosic biomasses. The torrefaction temperature and residence time for non-lignocellulosic biomass, such as sewage sludge, are comparatively milder owing to its higher organic fraction in contrast to lignocellulosic biomass.



Table 2 shows a comparison between the TI obtained in this study to that of Basu et al. [39]. From the table, it is clear that the value obtained in this study coordinates very well to the predicted value range. From this it can be seen that the TI increases with increase in torrefaction temperature until of 300 °C, after which the value starts declining. From this it can be suggested that torrefaction above 300 °C would be undesirable for sewage sludge.



Sarvaramini et al. [40] suggested that torrefaction of 300 °C was more efficient than 260 °C. In addition, Shang et al. [41] performed torrefaction of wheat straw and concluded that the upper limit of temperature, i.e., 300 °C, is the desired temperature for torrefaction. Contrarily, Jeeban et al. [42], in their study, concluded that the optimum temperature range for torrefaction of sewage sludge was 300–350 °C, although the torrefaction of sewage sludge was performed in a fixed bed. However, the present study suggests an optimum temperature of 250–300 °C. The difference in the temperature range in the literature and this study may refer to the fact that the chemical and structural composition of lignocellulosic and non-lignocellulosic biomass is dissimilar and is also based on the composition and the origin of the biomass. Therefore, the use of a torrefaction index might be beneficial as a pre-assessment tool to generate ideas about the quality of the torrefied product before conducting the experiment itself, as highlighted by Basu et al. [39] in their studies.




3.4. Proximate Analysis


In torrefaction, the decrease in the volatile fraction (VF) and the increase in fixed carbon (FC) are preferred as they enhance the calorific value and remove moisture from the biomass. Therefore, the VF of the biomass should decrease and the FC should increase after torrefaction. The drop in the VF increases with the increase in the torrefaction temperature because a part of the volatile is depolymerized [22]. The results of proximate analysis for torrefied biomass at varying torrefaction temperatures and residence times are illustrated in Figure 5a–c. As from the graph, the VF of the sewage sludge decreased by 3.29% for 200 °C. At higher temperatures, 250 °C and 300 °C, the VF decreases by 7.35 and 7.82 wt %. Further increasing the temperature to 350 °C, the trend is similar with respect to temperature and residence time, but the absolute value is smaller, i.e., only a 5.82 wt % reduction was observed. For torrefaction temperatures between 250–300 °C, the fraction of FC reached a maximum value of 29.37 wt % and the ash fraction was approximately 9.2 wt %. Higher amounts of FC of torrefied biomass can produce a greater heat of combustion, which can be beneficial during combustion applications [20]. However, high ash content can be disadvantageous for usage of sewage sludge as an energy source. Additionally, ash management can be challenging as high amounts of ash can lead to fouling, slagging, and agglomeration of the bed [43]. Yang et al. [44] demonstrated similar results where the volatile content decreased after an increment of torrefaction temperature from 230 to 270 °C. Furthermore, Boatend and Mullen [45] explains this decrease in the volatile matter is associated with the decomposition of biomass polymer as well as the release of light volatiles.



Tulumuru et al. [15], in their studies, demonstrates that at torrefaction temperatures of 160 and 180 °C the changes in the biomass is due to dehydration reactions. It also states that further increasing the torrefaction temperature above 230 °C, devolatilization and carbonization take place, which are the principal reactions causing the alteration in the chemical composition of the torrefied biomass to that of the raw biomass. Bates and Ghoniem [46] used two-step models in their studies and demonstrated that oxygenated species, such as water and acetic acid, are released in the first stage, and lactic acid and methanol were released in the second stage. The authors also demonstrated that an increase in the torrefaction temperature elevated the mass fraction of carbon and decreased the hydrogen and oxygen content. Park et al. [47], in their study, exhibited that the loss of VF is correlated to the thermal breakdown of carbohydrate fractions which amount to the accumulation buildup of ash after torrefaction. The study further illustrates that these alterations increase the FC content of the biomass, which complies well with the findings in this study.




3.5. Ultimate Analysis


Figure 6 demonstrates the change in H/C and O/C molar ratios with respect to the torrefaction residence time. The relative increase in the carbon and the decrease in hydrogen and oxygen content also suggests the change in chemical composition, which leads to the decrease in H/C and O/C ratios. This increases the hydrophobic nature, which enhances the storage and transportation capability of the biomass. In addition, the decrease in H/C and O/C ratios is advantageous as less smoke and water vapor is formed, reducing the energy loss during combustion and gasification processes. Therefore, this alteration in the chemical composition of biomass can upgrade its quality as an energy source as more oxygen is lost in the form of volatiles than carbon.



The increase in the calorific value coordinates with the increase in the carbon content and the decrease in the oxygen and hydrogen content with the increase in the torrefaction temperature and residence time. The reduction in oxygen and hydrogen content is due to the loss of oxygen0 and hydrogen-rich volatile components during the pyrolysis phase of torrefaction. In contrast, the nitrogen establishes no correlations with the torrefaction temperature. The decrease in H/C and H/C ratios can also lead to increase in the degree of torrefaction [48]. Lower O/C ratios observed at temperature above 200 °C can be due to the release of oxygen-rich compounds, such as CO2 and H2O, while the decrease in H/C can be associated with the formation of CH4 during torrefaction [49]. This can be correlated with the gas analysis from Figure 7 where CH4 is produced after 250 °C, and CO and CO2 after 200 °C.




3.6. Gas Analysis


Figure 7 shows the yield of gases produced during torrefaction. Until 200 °C the yield was almost negligible for all the gases. With an increase in the torrefaction temperature, the yield of gases increased significantly. After approximately 215 °C both CO and CO2 start to increase with the increase in the torrefaction temperature. Traces of methane (CH4) can be observed after 250 °C, whereas Thermal Hydro-Carbon (THC) is released approximately around 200 °C. White and Dietenberger [50] explain the production of CO2 is caused by decarboxylation of acid groups, which refers to the CO production due to the reaction of CO2 and steam with char at elevated temperature. Similar results are obtained by Medic et al. [51]. It can be seen from the graph that although carbon is devolatized in the gaseous phase in the form of CO, CO2, CH4, and THC, there is an increase in the relative carbon content which may be associated with the mass loss being greater than the loss in carbon.



In addition, the present study indicates that there is a significant loss of volatiles at temperatures above 300 °C. Since the loss of higher energy content volatiles may be disadvantageous for improving the energy at temperatures above 300 °C. This study concludes that 250–300 °C can be a suitable range for torrefaction of sewage sludge as the temperature above 300 °C results in significant loss of volatiles, resulting in higher relative ash content, which is not suitable for energy applications. Tulumuru et al. [52] also suggested that temperatures above 300 °C are not necessary for torrefying biomass.




3.7. Chemical Exergy


Chemical exergy (ech) of the raw and the torrefied biomass was calculated using correlations that consider ultimate analysis. The chemical exergy was calculated using Equations (3) and (4) provided by Kotas [53]:


    e  c h     ( MJ / kg ) =    (    HHV   o b t a i n e d    λ  b i o m a s s   + 9417 S  )    1000     



(3)






    λ  b i o m a s s   =   1.0438 + 0.1882  H C  − 0.2509  (  1 + 0.7256  H C   )  + 0.0383  N C    1 − 0.3035  O C      



(4)




where HHV is the experimental calorific value obtained, λbiomass is a dimensionless coefficient relating chemical exergy and the heating value of the biomass, and C, H, N and O are the elemental composition in wt %. Kotas [53] defined chemical exergy as the measure of the maximum potential that can be obtained as useful work. From Figure 8 it can be seen that the overall increase in chemical exergy increases with the increase in the torrefaction time, with few exceptions at 200 and 350 °C. Hence, the increment of exergy results in greater availability of useful work using torrefied biomass for further thermochemical processes. The exergy of torrefied biomass is substantial, especially for 250–300 °C, which also explains why 250 °C can be used as an optimum temperature for sewage sludge torrefaction. In addition, chemical exergy must be studied in detail in order to produce a better torrefied yield that can further be used for thermochemical applications for better energy production.




3.8. Validating HHV Correlation for Torrefied Biomass Using Proximate and Ultimate Analysis


A study by Nhuchhen and Afzal [54] reviewed the published literature for predicting the HHV of raw and torrefied biomass using ultimate and proximate analysis, as demonstrated in Equations (7) and (8), respectively, and concluded that the ultimate analysis-based correlations are more accurate than the proximate-based correlation. This study compared four correlations for predicting HHV using proximate and ultimate analysis, which is illustrated in Table 3. Equations (5) and (6) were used for predicting the HHV using proximate analysis (Cordero et al. [55]) and ultimate analysis (Friedl et al. [56]). The correlations used for comparing the predicted HHV with experimental HHV of this experiment are as follows:


HHV1 = 0.3543FC + 0.1708VM



(5)






HHV2 = (3.55C2 − 232C − 2230H + 51.2CH + 131N + 20,600) × 10−3



(6)






HHV3 = 0.1846VM + 0.3525FC



(7)






HHV4 = 32.7934 + 0.0053C2 − 0.5321C − 2.8769H + 0.0608CH − 0.2401N



(8)







It can be concluded from Table 3 that the correlation that best fits with the actual HHV of sewage sludge in this study was the correlation developed by Nhuchhen and Afzal [54] using ultimate analysis. With other correlations, high estimation errors can be seen. Most of the correlations that are developed to date are concentrated only for lignocellulosic biomass. However, using the same correlation for sewage sludge, a non-lignocellulosic biomass showed accuracy in the predicted data. The correlations proposed by Nhuchhen and Afzal [54], based on ultimate analysis, fit well with the HHV obtained in this study. However, a varied range of non-lignocellulosic biomass must be carried out in order to draw an accurate prediction of HHV using ultimate and proximate analysis. Further study is required for detailed validation of the correlations using non-lignocellulosic biomass, such as digested and undigested sludge, and chicken litter, in order to have a good prediction band in different types of non-lignocellulosic biomass.





4. Conclusions


Sewage sludge torrefaction using a lab-scale fluidized bed was investigated for a particle size of 250–355 µm. The degree of torrefaction increased with the increase in the severity of torrefaction. This increase in the severity of torrefaction also elevated the ash content, FC, and chemical exergy whilst a decrement was observed for VF and molar ratios. At 250 °C the highest degree of torrefaction was obtained, while 350 °C had a negative impact on the calorific value. The decrease in VF with the increase in torrefaction temperature was observed which, in turn, increased the FC and ash content. The increase in the torrefaction temperature and residence time showed a steeper decline of H/C and O/C ratios. From the product gas analysis, it was observed that THC was emitted at 200 °C while the oxygen-containing compounds, such as CO and CO2, were emitted at approximately 215 °C. The overall value of chemical exergy increased with the increase in the torrefaction temperature; however, the ideal range was 250–300 °C. Combining all the torrefaction characteristics in this study, a temperature range of 250–300 °C can be concluded to be the optimal torrefaction temperature, although the actual temperature can vary depending on the initial condition of the raw material, the heating rate, and the chemical composition of the raw material. Finally, a comparative study of the same biomass using the fluidized bed and other reactors under the same operating parameters must be carried out to obtain a better understanding of the physical and chemical properties of the torrefied product and the efficiency of the reactors.
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Nomenclature




	ASTM
	American Society for Testing and Materials



	C
	Carbon



	CH4
	Methane



	CO
	Carbon-monoxide



	CO2
	Carbon-dioxide



	DTG
	Derivative Thermogravimetric Analysis



	FC
	Fixed Carbon



	FTIR
	Fourier-transform Infrared Spectroscopy



	H
	Hydrogen



	HHV
	Higher Heating Value



	O
	Oxygen



	THC
	Thermal Hydro-Carbon



	TI
	Torrefaction Index



	VF
	Volatile Fraction



	TG-DTA
	Thermogravimetric Analysis-Differential Thermal Analysis
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Figure 1. Typical mass and energy balance of the torrefaction process (E: energy unit and M: mass unit). 
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Figure 2. Schematic diagram of the fluidized bed used in this study. 
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Figure 3. Thermogravimetric Analysis-Differential Thermal Analysis (TG-DTA) analysis of sewage sludge in a nitrogen atmosphere as a function of the torrefaction temperature. 
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Figure 4. Degree of torrefaction of torrefied samples as a function of the torrefaction residence time. 
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Figure 5. (a) Volatile fraction (%); (b) fixed carbon (%); and (c) ash (%) as a function of the torrefaction residence time. 
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Figure 6. Changes of (a) H/C and (b) O/C molar ratios as a function of the torrefaction residence time. 
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Figure 7. Gas analysis from torrefaction of sewage sludge as a function of the temperature. 
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Figure 8. Chemical exergy of sewage sludge as a function of the torrefaction residence time. 
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Table 1. Properties of raw sewage sludge.
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Elemental Analysis (wt %) *

	
C

	
37.82




	
H

	
5.82




	
N

	
4.14




	
O

	
25.12




	
S

	
1.44




	
Others

	
25.66




	
Proximate Analysis (wt %) **

	
Moisture (%)

	
80.12




	
Volatile Content (%)

	
12.87




	
Ash (%)

	
5.50




	
Fixed Carbon (%)

	
1.51




	
HHV (MJ/kg) *

	
15.81








* Dry Basis; ** Wet Basis, Others: inorganic components.
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Table 2. TI in different regimes.
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	Torrefaction Regimes
	Temperature (°C)
	TI [43]
	TI (This Study)





	Light
	200–235
	0.93–0.95
	0.96–0.99



	Medium
	235–275
	0.95–0.97
	0.97–1.02



	Severe
	275–300
	0.97–1.0
	0.97–1.0



	
	350
	
	1–0.96
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Table 3. Validating the predicted higher heating value (HHV) with the experimental HHV.
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Torrefaction Residence Time (min)

	
200 °C

	
250 °C

	
300 °C

	
350 °C




	
HHV1

	
HHV2

	
HHV3

	
HHV4

	
HHV *

	
HHV1

	
HHV2

	
HHV3

	
HHV4

	
HHV *

	
HHV1

	
HHV2

	
HHV3

	
HHV4

	
HHV *

	
HHV1

	
HHV2

	
HHV3

	
HHV4

	
HHV *






	
0

	
13.85

	
4.53

	
14.72

	
16.02

	
15.98

	
13.40

	
5.24

	
14.25

	
15.94

	
16.06

	
13.44

	
5.32

	
14.29

	
15.95

	
16.12

	
13.25

	
5.38

	
14.07

	
15.89

	
16.61




	
10

	
13.77

	
5.35

	
14.64

	
15.97

	
16.05

	
13.45

	
5.19

	
14.29

	
15.91

	
16.35

	
13.30

	
5.89

	
14.12

	
15.97

	
16.54

	
13.07

	
6.07

	
13.87

	
16.21

	
16.53




	
20

	
13.83

	
4.92

	
14.70

	
15.99

	
16.20

	
13.51

	
5.68

	
14.33

	
15.99

	
16.53

	
13.38

	
5.48

	
14.20

	
15.91

	
16.64

	
13.10

	
6.27

	
13.90

	
16.18

	
16.29




	
30

	
13.94

	
5.03

	
14.81

	
15.90

	
16.27

	
13.63

	
4.99

	
14.44

	
15.94

	
16.76

	
13.38

	
5.71

	
14.18

	
16.17

	
16.60

	
13.00

	
6.18

	
13.80

	
16.29

	
16.18




	
40

	
13.80

	
5.11

	
14.65

	
16.01

	
16.38

	
13.39

	
5.58

	
14.18

	
15.99

	
16.88

	
13.36

	
5.55

	
14.14

	
16.18

	
16.62

	
12.83

	
7.16

	
13.60

	
16.56

	
16.10




	
50

	
13.82

	
4.27

	
14.67

	
15.91

	
16.38

	
13.42

	
5.06

	
14.20

	
16.07

	
16.90

	
13.26

	
5.92

	
14.04

	
16.35

	
16.50

	
12.78

	
7.26

	
13.55

	
16.58

	
15.97








HHV * = Experimental HHV of this study; all units are in MJ/kg.
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