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Fig.5

(a) Structure diagram of COF-Ru@ CNT; The electrodes of CNT, COF-CNT, Ru@ CNT and

COF-Ru@ CNT are subject to (b) charge/discharge curve with a current density of 2 00 mA/g and

(¢) charge/discharge curve with a cutoff specific capacity of 1 000 mA +h/g'
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Fig.6 (a) Charge and discharge curves at a current density of 200 mA/g and a cutoff specific capacity of

1000 mA-h/g; (b) Cyclic stability test curve; (c¢) Charge and discharge curves at a current density of

1000 mA/g; (d) Scanning electron microscope image of the top and side of the positive electrode ;

(e) Scanning electron microscope image of the positive electrode microchannel; Scanning electron microscope

images of (f) the original positive electrode and (g) the positive electrode surface after 100 cycles'
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Fig.7

(a) Complete charge and discharge voltage curve of CoPPc electrode in CO, and Ar atmosphere

(current density is 0. 1 mA/cem”, cut-off voltage is 2 V) ; (b) Cycle curve and (¢) X-ray diffraction

patterns spectrum under the conditions of current density of 0. 05 mA/cm’ and cut-off specific capacity of

1 mA-h/cm’; (d) Scanning electron microscope images of CoPPc at 0. 1 mA/em’, (e) 0.2 mA/cm’,
and (f) 0.3 mA/cm®™
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Fig. 8

(a, b) TEM images of IrNSs-CNFs; (c¢) Cycling curve of Ir NSs-CNFs, CNFs; (d) Charge and

discharge curves of IrNSs-CNFs and CNFs; (e —g) SEM images of CNF electrodes with discharge to
0.5 mAh-cm™ 1.0 mAh+em ™ 2.0 V, respectively; (h—j) SEM images of Ir NSs-CNFs electrodes
with discharge to 0.5 mAh+cm > 1.0 mAh-cm 2.0 V, respectively ™’
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Fig. 9

(a) Schematic diagram of CO, conversion process of Li-CO, cells based on porous-Pt-(111)@ CC

catalyst; (b) Comparison of adsorption energies of CO,, Li* and Li,CO, at different orientations on the

surface of Pt; (c¢) Cycle curves of porous-Pt-(111)@ CC electrodes at current densities of 20 pA/ em’
and 40 pA/cm™ " ; (d) Electrode morphology under discharge state of porous-Pt-(111)@ CC and
original Pt@ CC electrodes
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Research progress in design strategies of transition metal-based
cathode catalysts for Li-CO, batteries
DOU Shina', WANG Shidong”, Li Xianhong®, MA Jianping’, GAO Haiyang’,
WANG Jingang' , MA Wenqing'”
(1. Institute for Advanced Interdisciplinary Research, University of Jinan, Jinan 250022, Shandong, China;
2. Liaocheng Institute of Product Quality Supervision & Inspection, Liaocheng 252004, Shandong, China;
3. Shandong Sacred Sun Power Supply Co. , Lid. , Qufu 273100, Shandong, China)
Abstract; Driven by energy transformation and carbon neutrality, Li-CO, batteries have become a frontier energy
storage technology due to their high energy storage efficiency and CO, utilization potential. However, their
development is limited by the high decomposition energy barrier and slow reaction kinetics of the discharge product
Li,CO;. In order to promote the development of high-performance Li-CO, batteries, researchers are committed to
exploring cathode catalyst design strategies, aiming to improve catalyst performance and thereby enhance the
reversibility and kinetics of the CO, reduction reaction and CO, evolution reaction. This paper reviews the latest
research progress on transition metal-based catalysts for Li-CO, batteries and discusses how improving the activity of
catalytic sites and increasing the density of catalytic sites through catalyst composition and structure design play a
key role. On the one hand, through defect engineering, bimetallic, alloying, and heterogeneous interface
construction, the activity of catalytic sites can be improved, the electronic properties of catalysts optimized, and the
adsorption and activation capabilities for reactants and intermediates enhanced, thereby regulating the reaction
pathway and inhibiting side reactions. On the other hand, with the help of porous structure design, single-atom
catalysts, and crystal plane regulation, the density and utilization efficiency of active sites are significantly
increased, mass transfer and charge transfer channels optimized, and the morphology distribution of discharge
products improved. Future research should focus on elucidating the catalysts influence mechanism on the battery
reaction pathway, realizing pathway regulation, establishing theoretical foundations for the precise design of high-
performance and highly reversible Li-CO, cathode catalysts, and promoting their practical application.
Key words; Li-CO, battery; transition metal ; catalyst composition design; structure design; catalytic site activity ;

catalytic site density; CO, reduction; CO, evolution



